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Abstr act—Scanning tunneling microscopy and reflection high-energy electron diffraction under ultrahigh vac-
uum conditions were used to make an in situ study of atomic structures at the surface of an INASGaAs hetero-
structure grown by molecular-beam epitaxy. It was observed that the deposition of approximately 0.3 ML of
indium on an arsenic-enriched GaAs(001)-2 x 4 surface |eads to the formation of the 4 x 2 phase while the dep-
osition of 0.6 ML indium leads to the appearance of anew 6 x 2 reconstruction. It is shown that layer-by-layer
two-dimensional epitaxial growth of InAs on GaAs(001) as far as 13 monolayers can only be achieved if the
growth front reproducesthe 4 x 2 or 6 x 2 symmetry of the substrate and models of 4 x 2 and 6 x 2 reconstruc-
tions are proposed. Atomic-resolution images of faceted planes on the surface of three-dimensional islandsin
an InAs/GaAs(001) system were obtained for thefirst time and structural models of these were devel oped.
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1. INTRODUCTION

Heteroepitaxial growth in lattice-mismatched sys-
tems is one of the most promising technological
approaches to obtain low-dimensional quantum nano-
structures (quantum dots, quantum wires) and to fabri-
cate new optoel ectronics devices using these [1, 2]. An
effective method of producing these nanostructures is
to use self-organization in heteroepitaxial systems
which occurs as a result of the formation of elastically
strained coherent three-dimensional islands [3]. In the
best known system of this type, InAs/GaAs (with a
7.2% lattice mismatch) the transition from two-dimen-
sional to three-dimensiona growth, which can reduce
the accumulated energy of the elastically strained layer
grown by molecul ar-beam epitaxy, takes place when a
critical thickness of approximately 2 monolayers is
reached. Then in typical quantum-well nanostructures
where the electron motion is bounded in one dimen-
sion, the morphological Stranski—Krastanow transfor-
mation [4] of the elastically strained layer into an array
of three-dimensional coherent islands can be delayed or
suppressed. This last factor can be used to achieve pla-
nar growth and to obtain abrupt interfaces, which is
fundamentally important for optimizing the character-
istics of optoelectronic devices fabricated using hetero-
junctions and superlattices.

The growth of any film by molecular-beam epitaxy
is essentially a nonequilibrium process so that both the
morphology and the evolution of the growing film are
governed by the relationship between the kinetic and
thermodynamic parameters which can be used to con-

trol the character of the growth. If the growth of the
strained layer takes place by the Stranski—Krastanow
mechanism [4], the formation of three-dimensional
islands is accompanied by a reduction in the elastic
strain energy although it leadsto anincreasein thetotal
surface area and consequently a higher consumption of
surface free energy. Thus, when the surface tension is
low, relaxation of the elastic strain energy predomi-
nates, promoting a transition from two-dimensional to
three-dimensional growth but as the surface tension
increases, the situation changes. Thus, by varying the
component ratio [As,]/[In] in the flux during the growth
process and thereby varying the surface reconstruction
from the arsenic-enriched 2 x 4 phase having low sur-
face tension to the indium-enriched 4 x 2 phase, Schaf-
fer, Lind, Kowalczyk, and Grant [5] showed that
strained InAs epitaxial layers up to 2000 A thick can be
grown two-dimensionally on a GaAs substrate. Under
conditions of strong indium enrichment, the formation
of three-dimensional inhomogeneities is to a large
extent suppressed because of the appreciable kinetic
barrier for the formation of dislocations. This mecha-
nism, being related to the higher surface tension of the
indium-enriched reconstructed surface, requires a
knowledge of the surface morphology and its atomic
structure for its substantiation.

In the present paper we report results of a detailed
in situ study of the surface structure of an INAS/GaAs
system during its two-dimensional and three-dimen-
sional growth as afunction of the epitaxial layer thick-
ness and the concentration ratio of the components in
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the fluxes, made using scanning tunneling microscopy
under ultrahigh vacuum conditions. The purpose of the
study was to understand the growth mechanism of the
films at the atomic level and also the process of forma-
tion of InAs quantum dots formed at the surface of
GaAsas aresult of self-organization [6].

2. METHOD

All the experiments were carried out using an ultra-
high-vacuum (base pressure 3 x 10! Torr) scanning
tunneling microscope (STM) at Tohoku University
which was combined with a molecular-beam epitaxy
chamber [7]. Gallium arsenide substrates measuring
4 x 10 mm? were cut from wafers oriented in the [001]
crystallographic direction and were etched in a stan-
dard mixture of H,SO, and H,O, before being placed in
the growth chamber. The oxidelayer on the surface was
removed by annedling at 600°C inanAs, stream. A 400 nm
thick GaAs buffer layer was grown at 550°C at arate of
200 nm/h with an [As,]/[Ga] concentration ratio in the
flux of 40. Silicon (1 x 10 cm™) was used as the
dopant. The growth process was monitored by measur-
ing the intensity oscillations of the reflection high-
energy electron diffraction (RHEED) spots. After
growth of the buffer layer the sample was annealed at
470°C and transferred to the microscope chamber. The
STM images were usually observed in the filled state
regime at bias voltages V, between—1.6 and -3.5V and

at tunnel currents |, = (2040) x 102 A,

The most ordered (3-phase was used as the substrate
for the InAs growth [7]. Theinitial InAs wetting layer
was prepared by depositing a submonolayer (0.5 ML)
In coating on the arsenic-enriched surface at asubstrate
temperature of 450°C and a chamber pressure of 1 x
100 Torr. Thislayer had a2 x 4 structure similar to the
2 x 4 reconstruction of the GaAs(001) surface although
the dimer rows on the InAs surface were not as straight
asthose on the GaAs surface[7] and they have ahigher
density of kinks resembling the 2 x 4 structure on the
surface of a solid InAs(001) crystal [8]. We observed
that after depositing approximately 0.3 ML of indium
and then annealing for 5 min at 450°C, the surface
exhibited a very sharp RHEED pattern corresponding
to 4 x 2 symmetry. The subsequent layer-by-layer
growth of the InAs was achieved using migration-
enhanced epitaxy [7, 9]. STM observations showed that
in this case two parameters are critical: the [As,]/[In]
concentration ratio in the flux (to obtain the 4 x 2 phase
thiswas 3-5 at 450°C) and the switching time T of the
shutters of the Knudsen cellsin the growth chamber.

3. EXPERIMENTAL RESULTS AND DISCUSSION
3.1. 4 x 2 Surface Reconstruction

Figure 1 showstypical filled-state STM images of a
4 x 2 surface which demonstrate its high degree of per-
fection. The images consist of straight lines separated
by 16 A gaps and equidistant humps aong the [110]
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Fig. 1. High-resolution STM images of an indium-enriched
GaAs(001) surface and corresponding cross-section profiles.

direction (the 4 x 2 unit cell is shown by the white rect-
angle). Also shown are scanning profiles along the L1,
L2, and L3 lines. The fourfold (4x) periodicity of the

surfaceinthe[ 110] direction and thetwofold (2x) period-
icity in the [110] direction are observed most clearly on
the cross-section profiles of the L1 and L2 lines, respec-
tively. Asthe biasvoltage decreased to V,=-1.6 V no sub-
stantial changes were observed in the contrast between
the lines and the humps but an additional single (1x)
periodicity appeared along the line formed by the
smaller projections as can be seen on the scanning pro-
file of the L3 line. A more thorough examination of this
image revealed that the smaller hump forming the 1x
periodicity are always situated on either side of larger
humps in the [110] direction (some of the small humps
near the unit cell are shown white) which indicatesthat the
humps having 2x and 1x periodicity are attributable to
tunneling from different species. The observed character-
istics differ appreciably from those reported for homoepi-
taxial growth of an indium-enriched (001)InAs-4 x 2
surface [8, 10] and an arsenic-enriched GaAs(001)-2 x 4
surface [ 7] so that they should have different structures.
Since the 2x direction coincides with the direction of
indium dimerization, we can postulate that the large 2x
humps are caused by tunneling from In dimers. The STM
images of the empty states of this surface revealed the
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Fig. 2. Geometric model of 4 x 2 GaAs(001) surface.
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Fig. 3. Surface morphology of sample after 13 monolayers
of InAswere deposited on a GaAs(001)-As-2 x 4 substrate,
Vg=-25V.

same hump-plus-line features but the 2x humps
become brighter than the lines. This change in the con-
trast is consistent with the concept that the 2x humps
are caused by tunneling from In dimersin thefirst layer
and the lines are produced by tunneling from As atoms
in the second layer, and this alowed us to propose a
model of 4 x 2 reconstruction (Fig. 2). The 2x period-
icity occurs asaresult of dimerization of In adatomsin
the [110] direction while the regular missing of In
dimersisresponsiblefor the formation of fourfold peri-
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odicity in the[110Q] direction. The exposed As adatoms
in the missing rows dimerize to their neighbours and
their uniform arrangement explains the single periodic-
ity along the L3 linein Fig. 1. The unit cell consists of
a single In dimer at the top of the layer and two As
dimersin the second layer and assumes that the surface
has an approximately 0.3 ML thick In coating, which
agrees with the experiment. The proposed model does
not contradict the Pashley electron counting rule [10]
and impliesthat the dangling bonds of each Asatom are
completely filled with two electrons while the dangling
bonds of the In atoms remain empty, without trapping
charge, which corresponds to a stable semiconducting
surface. The observed difference in contrast between
the images of the filled and empty states can be attrib-
uted to a difference in the position of the energy levels
of the dangling arsenic bonds and the antibonding
orbitals of the In dimers. Note that this model gives a
0.5 ML thick In surface coverage which agreeswith the
experiment.

Ohkouchi and Tanaka[11] proposed a single-dimer
structure which also agrees with the observed STM
images and could be used as an alternative model of an
indium-enriched 4 x 2 surface. However, this model
predicts a difference in contrast of 2.95 A (step height
of adouble InAslayer) between the In dimers of thefirst
and third layers, which was not observed, and assumes
an In surface coverage of approximately 0.75 ML.

After the 4 x 2 layer described above had been fab-
ricated on the substrate, a two-dimensional multilayer
InAs coating with a smooth surface could be grown
systematically, layer by layer, by selecting and strictly
maintaining the ratio of the [In] and [As,] atomic con-
centrations in the flux, the substrate temperature, and
the cooling rate such that the growth front reproduced
the 4 x 2 symmetry of the substrate. This factor clearly
demonstrates the specific function of the 4 x 2 surface
which serves as a template for the two-dimensional
growth. STM observations of the morphology of a sur-
face coated with 13 InAs monolayers (which is consid-
erably thicker than the critical thickness of two mono-
layers) confirmed its planar growth and suppression of the
formation of three-dimensiona idands (Fig. 3). It can be
seen that within an area of 2300 x 3000 A2 we can iden-
tify four levels of planar terraces (each corresponds to

approximately 3 A which is dightly greater than the

value of 2.8 A which isthe step height of adouble layer
of bulk GaAs). Generaly, the growth of new-phase
isands is determined by two processes: diffusion of
adatoms toward the island and transitions of atoms
across the interface with the island, i.e., the boundary
kinetics. Using migration-enhanced epitaxy under con-
ditions of indium enrichment ensured afairly long dif-
fusion path length L = /D1, where D is the diffusion
coefficient of the adatoms, and in this case, an earlier
transition to the formation of three-dimensional islands
should be predicted. Thus the layer-by-layer growth
observed by us was attributed to the increasing surface
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tension: aswe know, indium-enriched structures have a
higher coefficient of surface tension y than arsenic-
enriched structures [5]. These results show good agree-
ment with the criterion for the critical layer thicknesst,,
(deposition time) obtained by Snyder, Mansfield, and
Orr [12] based on akinetic approach:

ty = YAIK2EAL, D

where K is the bulk modulus and ¢ is the lattice mis-
match (7.2%). For thicknessest < t., we observed two-
dimensional growth of a metastable elastically strained
film whereas for t > t, we observed the formation of
three-dimensional coherent islands where the expres-
sion for the minimum temperature T,;, below which the
formation of idlandsis suppressed [12]
2 4 -1
Toin = E’E%ln—l"“‘[\’;K ATy @

gives a temperature close to that used by us: T, =
450°. Here kg is the Boltzmann constant and E, is the
activation energy of an adatom. We note that although
the surface morphology is fairly smooth, the STM
image in Fig. 3 does not exhibit such a high degree of
ordering as in Fig. 1 athough the RHEED patterns in
both cases corresponded to 4 x 2 symmetry.

Another important topic isthe mechanism for relax-
ation of the elastic energy accumulated in the two-
dimensional epitaxial layer since no stacking faults nor
the formation of mismatch dislocations were observed
at this stage of the growth process. Returning to Fig. 3,
we note that the surface consists mainly of 4 x 2
domains and at the same time is modulated by charac-
teristic dark lines in the [110] direction from one edge
of the step to the other, which form a unique structure
with domain walls separated by the distance Na, (g is
the surface lattice constant). For all coatings in the
range of 4-13 ML the value N = 6 predominated. In the
STM images of empty states, domain walls were
observed on the same positions which demonstrates
their geometric origin. The observed characteristics are
similar to the 2 x N structures on the strained Ge/Si
interface and the lines of vacancy defects caused by the
presence of Ni on the Si(100) surface, and are the result
of therelaxation of surface stress[13-15]. We postul ate
that the regularly distributed domain walls are a new
mechanism for the relaxation of elastic strain and may
be considered as potential sites for the nucleation of
misfit dislocations.

3.2. 6 x 2 Surface Reconstruction

Attheinitial stage of growth of astrained InAslayer
on aGaAs(001) surface we observed anew 6 x 2 recon-
struction whose formation appreciably improved the
morphology and structure of the substrate. The 6 x 2
phase was prepared by depositing 0.6 ML of indium on
an arsenic-enriched GaAs(001)-2 x 4 surface at 500°C,
i.e., under essentially the same conditions as those used
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Fig. 4. STM images of a6 x 2 surface: (a) large-scale scan
image and (b) the zoom-in image of the same surface show-
ing step structure and surface defects, Vg=—-2.5V.

to obtain the 4 x 2 phase. The InAs layers were then
grown at 450°C at arate of 0.2 ML/s and in order to
achieve two-dimensional growth the [As,]/[In] concen-
tration ratio in the flux was maintained at 2-3 in the
molecular-beam epitaxy regime or 6 in the migration-
enhanced epitaxy regime (witht =1 sfor Asand 2 sfor
In). In both cases the RHEED pattern corresponded to
6 x 2 symmetry and the layer-by-layer growth process
typical of a superlattice structure could be maintained
up to 13 (sometimes even fifty!) monolayers.

Figure 4 shows STM images of a surface with the
6 x 2 phase where we can clearly discern large flat ter-
races approximately 500 A wide in the [110] direction
and two-layer steps 2.8 A high (step height of adouble
GaAs layer) but we do not observe any adsorption-
induced artifacts or step bunching. Note that we could
not obtain images of structures at biasvoltages V| <1V,
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Fig. 5. High-resolution STM images and cross-section profiles obtained in the filled state regime (), Vg =—-2.5V and in the empty
state regime (b), V5 = +2.2 V demonstrating a kink type defect and a transition from a6 x 2 structure to the ¢(12 x 2) antiphase

induced by it.

this implies a semiconducting rather than a metal sur-
face. The 6x periodicity on the STM imagesis charac-
terized by uniformly distributed rows of bright spots
passing across the entire terrace without any kinks and

separated by 24 A in the [110] direction which forms
an appreciable contrast with the arsenic-enriched 2 x 4
phase [7]. The spacing between neighboring spots is
8 A and correspondsto 2x periodicity. We shall assume

that the high coherence in the [ 110] direction is caused
by the stronger lateral interaction at the surface during
deposition of the indium so that the kink formation
energy should be considerably higher.

The STM imagein Fig. 4 demonstratesthe structure
of both types of single-layer steps: A (running along the

rows of dimers of the upper terrace in the [110] direc-
tion) and B (running perpendicular to the dimer rowsin
the [110] direction). We know that on an arsenic-
enriched 2 x 4 surface, type A steps are straight while
type B steps are highly kinked because of a difference
in their formation energies [11, 16]. The situation
changes after the formation of the 6 x 2 phase: first the
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rough edge of step B becomes straight while the smooth
edge of step A becomes rougher so that in the 6 x 2
phase step A is characterized by a higher formation
energy than step B. Since step B contains no kink and
step A is smoother than B on an arsenic-enriched sur-
face, the absolute value of the kink formation energy on
the 6 x 2 surface will be higher than that on a4 x 2 sur-
face.

Figures 4 and 5 show several groups of surface
defects. In the [1[bar]10] direction we observe two
types of domain walls, | and I, and in the [110] direc-
tion we observe two different types of defects: the miss-
ing of bright protrusions (shown by the white arrowsin
Fig. 4) and kinks where the spacing between neighbor-
ing protrusions is shifted to 4 A (shown by the black
arrow in Fig. 4 and more clearly by the arrow on the
magnified image of the surface in Fig. 5a). The
sequence of the neighboring rows near the kink
changes and leads to the antiphase c(12 x 2) (Fig. 5b).
High-resolution STM images of this surface in the
filled (Fig. 5a) and empty (Fig. 5b) state regime exhibit
the same structural features. The 2x periodicity in the
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@ First layer In

[110] direction is illustrated by typical linear chains
consisting of regularly spaced oblong protrusions (L1
scanning profile) and the 1x periodicity isillustrated by
the L2 scanning profile. In the image of thefilled states,
the rows look brighter than the protrusions at 0.30 A
(L3 profile) whereas in the empty state regime the pro-
trusions areimaged more brightly than the rows at 0.45
A (L4 profile), For the (001) polar face of a covalent
InAs crystal where the filled states are localized pre-
dominantly at the anion sites and the empty states are
localized at cation sites, the observed dependence of
the contrast on the polarity of the bias voltage implies
that the bright rows correspond to As atoms in the sec-
ond layer and the oblong protrusions correspond to In
dimers. The model of the 6 x 2 reconstruction devel-
oped on the basis of this reasoning (Fig. 6) consists of
three In dimersin the first layer and two dimerized As
atoms in the second layer (six dangling bonds per unit
cell) and shows good agreement with the Pashley elec-
tron counting rule[11]. Essentially thismodel isacom-
promise between the surface density of the dangling
bonds and the surface elastic strain. A high density of
dangling bonds (a maximum of 8 per unit cell) is ener-
getically unfavorable and thus, as they tend to equilib-
rium, the surface atomswill form additional bonds, and
in particular they will form pairs or dimersin order to
reduce the number of dangling bonds. In the limit we
obtain four dangling bonds per unit cell which leadsto
an excessively high surface tension.

In order to check this model we carried out a series
of experiments on the annealing of the 6 x 2 phase
under ultrahigh vacuum conditions. As the temperature
increased, the number of protrusions decreased mono-
tonically which, bearing in mind the higher binding
energy of the GaAs crystal compared with InAs, means
that these can be ascribed to indium atoms. Another

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

o Third layer Ga/In
O Second layer As @ Dangling bonds

[110]

|— [110]

Fig. 6. Geometric model of 6 x 2 reconstruction.

conclusion is the appearance of alocally ordered 6 x 6
phase (Fig. 7) which is characterized by large oval pro-
trusions formed after the desorption of al the indium
atomsin thefirst layer and aso the arsenic atomsin the
second layer. On comparing this phases with the gallium-
enriched GaAg(001)-4 x 6 phase which was obtained
under similar conditions [17], we reached the conclusion
that the oval protrusions are gallium clusters.

No 6 x 2 phase was observed, even as a transition
phase, on any static phase diagram for the homoepitax-
ial growth of a (001) GaAs or InAs surface so that it

[110]

Fig. 7. STM imagesof an InAs/GaAssurfaceillustrating the
formation of the 6 x 6 phase (unit cell indicated) as aresult
of the desorption of In dimersin thefirst layer and As atoms
during annealing at 580°C for 6 min, Vg=-2.2V.
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Fig. 8. (@) Evolution of the surface morphology of
InNAS/GaAs during deposition of 13 epitaxial InAs layers
(six successive stages shown, Vg = 2.5 V); (b) Magnified
image of the same surface demonstrating typical modula-
tion of the 6 x 2 structure by domain walls and confirming
theremoval of elastic strain at the growth fronts, Vg=-2.3V.

was important to determine how it isformed. The 6 x 2
phase is commensurate with the substrate structure and
only accumulates el astic strain energy as aresult of the
7.2% lattice mismatch although similar preparation
conditions may lead to the appearance of a coherently
strained (i.e., containing no dislocations) 4 x 2 recon-
struction so that an additional mechanism must be
included for the appearance of aspecific 6 x 2 phase. In
order to demonstrate the special role of the 6 x 2 struc-
ture in the two-dimensional growth of InAs, Fig. 8a
shows the evolution of the surface morphology during
the successive deposition of 13 InAs monolayers. The
layer-by-layer growth is evident as a result of the pres-
ence of aterrace—step structure over the entire scanning
area athough the high rate of surface diffusion under
our selected growth conditions should promote a Stran-
ski—Krastanow morphological transition. The fact that
this transition did not take place is evidence of an
increasein the surface tension of the 6 x 2 phase. It can
also be seen from Fig. 8athat the edges of both types of
steps (A and B) are straight while the islands are more
anisotropic than those on the GaAs(001) surface. Since
subsequent annealing did not change the configuration,
this behavior should be the result of anisotropic diffu-
sion up the steps and/or different sticking coefficients at
steps A and B. In addition, asis shown in Fig. 8b, the sur-
face structureisno longer uniform: theformer 6 x 2 ter-
races are modul ated and contain a considerable number
of type | domain walls, and no screw dislocations or
stacking faults are observed at the surface. The forma-
tion of domain wallsisaclear indication that the el astic
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strain energy is redistributed over the surface of thick
strained layers [18]. We postulate that this strain could
be partially relieved by the formation of edge disloca
tions at the interface [13] or by expansion of the lattice
in the direction of growth [4, 11] asaresult of the elas-
tic longitudinal deformation of the surface, which can-
not be observed in an STM.

3.3. Structure of Faceted Faces
of Three-Dimensional Islands

We shall now consider the growth of coherently
strained (i.e., containing no dislocations) islands in
the Stranski—Krastanow mode in a heteroepitaxial
InAs/GaAs system. In this case, the deposited materials
initially form a two-dimensional pseudomorphic wet-
ting layer on the substrate and after a critical thickness
has been reached, they form athree-dimensional island
structure. Undoubtedly the main reason for the change
in the growth mechanism is that when the next layer is
filled, the lattice parameter changes. The formation of
three-dimensional idands is usualy explained on the
basis of the energy balance of the elastic strain and the
surface free energy because as a result of the lattice
mismatch, the elastic strain energy is accumulated as
thewetting layer grows. The main reason for theforma-
tion of idands is a possible reduction in the strain as a
result of elastic relaxation accompanied by bending of
the atomic planes of the lattice which takes place far
more efficiently in three-dimensiona islands than in
two-dimensional layers. During the formation of these
isands some of the accumulated energy may be
released but asaresult of anincreasein thetotal surface
area, a higher surface energy isrequired. Thus, the for-
mation of an array of three-dimensional islands occurs
at thickness for which the increase in the surface free
energy is compensated by a reduction in the elastic
strain energy. Broadly the growth stage of coherently
strained islands concludes with the formation of the
first mismatch dislocation stimulated by an increase in
the elastic strain energy proportional to the volume of
the island. If the volume of the island is constant its
shape, characterized by its height-to-length ratio, will
play an important role in this process. The critical size
of the island at which the first mismatch dislocation
forms and the residual strain relaxes may be calculated
as in the two-dimensional growth regime. In [19-21]
the authors proposed various model s using the concept
of energy balance, and the distortion of the unit cellsin
an idand is considered as a longitudinal uniform plate
deformation (similar to that studied in [22]) which
allowed them to obtain expressions for the strain/stress
in the [001] direction of growth:

Y
Ugor = 2U1 5’ 3
where ¢ isthe Poisson coefficient of the epitaxial layer

(the straing/stresses in the [110] and [110] directions
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Uy = Uj,, = U are assumed to be isotropic and equal)
and the elastic strain energy:
2u(l+o
Estrain = %Vuzn (4)

whereV isthevolume of theidand and [ isthe shear mod-
ulus of the epitaxia layer, which agree with the results
obtained and accurately describe the creation of a new
phase. Coalescence of the idands at the later stages of
growth is responsible for the formation of new disoca
tions and smearing of the edges of the epitaxia layer.

At present in most theoretical studies devoted to the
mechanism for the formation of three-dimensional
islands, these have been assumed to be disk-shaped or
hemispherical [23-25]. However, it has been found that
the shape of the idands is usually quite intricate and
facets having lower surface energy may appear at the
surface during reconstruction. In order to study the
mechanism for the formation of three-dimensional
islands we need to study their atomic structure. Using

Fig. 9. A magnified STM image of three-dimensional island an atomic force microscope proved to be ineffective
on a GaAs(001) surface after deposition of 1.6 ML InAs, [26, 27] and thus, it was advisableto usean STM inthe
Vs=-35V. same line asthe growth chamber and to observe thefor-

1.6 ML
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Fig. 10. STM images of isolated quantum dots obtained for various InAs coverages and their cross sections.
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mation of the islands in situ with atomic resolution
under ultrahigh-vacuum conditions[7]. Figure 9 shows
three-dimensional islands formed on a two-dimen-
sional InAs wetting layer. An analysis of the STM
images revealed that the preferred sites for the nucle-
ation of three-dimensional islands are steps on the wet-
ting layer. A typical island has an approximately rect-

angular shape elongated in the [110] direction along
rows of dimers (Fig. 9). Since the indium atoms must
diffuse over alarge distance in this direction, the elon-
gated rectangular shapeis due to the higher growth rate

of theislands in the [ 110] direction. Note that the wet-
ting layer has a 2 x 4 structure [8-10] but the dimer
rows are curved unlike the dimer rows on a GaAs(001)
2 x 4 surface [7]. Figure 10 shows STM images, cross
section profiles (pyramidal shape), and characteristic
dimensions of two idands measured aong the lines A-B.
Surface diffusion of the deposited atoms has an appre-
ciableinfluence on the shape and position of theislands
whose density N can be estimated using the smple
relationship [28]:

1 opOEaD
N, DnLZ exp [ TO 5)
In our case, the density of islands for a 1.6 ML InAs
coating was approximately 9 x 10° cm, the average
height was 40 A, the width in the [110] direction was

170 A, and in the [110] direction 230 A. The Miller
indices of the faceted plane were determined from its
angle of inclination relative to the substrate plane.

We used a sequence of STM images obtained for
various |nAs coatings to obtain information on the geo-
metric parameters of the three-dimensional islands

Fig. 12. Histogram showing static distribution of faceted planes over angles of inclination and its dependence on the coverage. The
ordinate gives the relative contribution of the various planes with the (113) and (114) planes indicated.
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(Fig. 11). It can be seen that in the 1.6-2.6 ML range
the lateral dimensions do not change significantly and
are approximately 200 A ([110] direction) and 250 A

([110] direction). For a 3.0 ML coating the dimensions
of the islands in these directions increase to 350 and
550 A, respectively, evidently as a result of the forma-
tion of dislocations at the interface of the InAs islands
with the GaAs substrate. The average height of the
islands increased continuously from 45 A (1.6 ML) to
70 A (3.0ML). Sincethelatera dimensionsof theidands
in the 1.6-2.4 ML range remained constant, the increase
in height convincingly indicates that as thecoating
increases, the side plane becomes steeper with respect to
the substrate. These data do not contradict the results
obtained by other independent researchers[27-32].

The angles of inclination of the faceted planesin the
[110] direction were measured for each island and
Fig. 12 gives a complete three-dimensional histogram
which clearly reveals maxima for the (113) and (114)
planes. In aGaAscrystal these planes have alower sur-
face energy and thus are stable like the planes with low
Miller indices such as (100) and (111). In fact, it was
shown in [33, 34] that (113) and (114) oriented GaAs
substrates are suitable for preparing flat interfaces even
in systems with large lattice mismatch parameters. It
can be postul ated that these arguments are also applica-
bleto the (113) and (114) planeson an InAs surface. As
regards the dependence on the coverage, it was found
that at 1.6 ML the (114) faceting [tilted by 19.5° from
the (001) substrate] dominates whereas with increasing
coverage, the peak corresponding to the (113) plane

inclined at an angle of 25.2° increased. In the [110]
direction the faceting of the islands was not so obvious
and it was difficult to determine the angle of inclination
of the facets as clearly asin the[110] direction.

On the faceted planes of the three-dimensional
islands we observed atomic-scale features. In particu-
lar, on the (113) plane along the [210]-axis toward the
tip of the island, we observed linear structures forming
a pattern similar to a chevron (Fig. 9). Asis indicated
on the STM image, this direction forms an angle of
18.4° with the [110]-axis and the distance between the
linesis approximately four times the lattice constant of
the heterostructure so that this structure may be consid-
ered to be a4 x 1 reconstruction of the InAs(113) sur-
face. Since the surface of the sample was enriched in
arsenic in accordance with the preparation conditions
and the observed STM images were obtained in the
filled state regime (V, < 0), these linear structures may

be considered to be rows of As dimers in the [211]
direction. On the basis of these results and satisfying
the electron counting rule [11] we developed a struc-
tural model (Fig. 13) according to which, in addition to
the formation of As dimers, two neighboring In atoms
intheunit cell aso form abond in order to saturate their
dangling bonds. We note that the GaAs(113) surface
has been studied by various methods including STM
and atomic-resolution images revealed similar linear
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W) Asatoms

Fig. 13. Structural model of faceted (113) plane.

Fig. 14. Three-dimensional STM images of InAs quantum
dot on GaAs(001) surface, scanning area 130 x 130 A2 Vs=

—3.5V; the faceted plane (215) and the [110] direction are
indicated.

structures[35] athough the direction along which these

linear features run was|[ 332] rather than [211] ason the
faceted planes of the InAsidands. Similar sructureswere
a so present onthe STM images of the (114) faceted plane
and these also differ from those observed on a planar
GaAg(114) surface [36]. This suggests that the faceted
planes of three-dimensiona idands have a different
atomic structure compared with their planar counterparts.

No. 5 2000



1010

In addition, a careful study of the STM images
revealed that on some idands the faceted planes are
tilted from the (113) plane. These systems of facets
were observed most frequently when other islandswere
localized closeto the faceted plane. Figure 14 shows an
example of a similar facet orientation whose analysis
allowed us to ascribe the index (215) to the faceted
plane. On this plane we can clearly identify regularly
distributed protrusions mapping As dimers. We devel-
oped a structural model of this plane with a1 x 1 unit
cell containing asingle As dimer and one In bond sim-
ilar to the model of the (113) plane which is also con-
sistent with the electron counting rule.

4. CONCLUSIONS

We have used atomic-resolution STM to study in situ
the initid stages of INASGaAs(001) heterostructure
growth according to the Stranski—K rastanow mechanism,
and the ensuing surface recongtructions. We established
the important role of the 4 x 2 phase as atemplate for the
layer-by-layer growth of a high-quality interface. We
observed the formation of domain walls which facilitated
the two-dimensional growth of epitaxia InAs films. For
thefirst timewe observed anew 6 x 2 phase whose forma-
tion appreciably improved the morphologica stability and
structure of the substrate.

Weinvestigated the nucleation of three-dimensional
INAs isands on a GaAs substrate and studied their
characteristics. For the first time we obtained STM
images which reveal the atomic structure of the faceted
planes of these idands and we proposed structural
models for these. We showed that the atomic structures
of the faceted planes differ from the structures of their
flat counterpart and geometric models of flat surfaces
cannot be applied to faceted surfaces.

ACKNOWLEDGMENTS

This work was supported by the Federa Program
“Surface Atomic Structures’ of the Russian Ministry of
Science and Technology (project 3.4.99) and by the
Russian Foundation for Basic Research (project no. 99-
02-17382).

REFERENCES

1. Proceedings of the JRDC International Symposium on
Nanostructures and Quantum Effects, Tsukuba, Japan,
1993, Ed. by H. Sakaki and H. Noge (Springer-Verlag,
Berlin, 1994).

2. L. Jacak, P. Hawrylak, and A. Wojs, Quantum Dots
(Springer-Verlag, Berlin, 1998).

3. Mesoscopic Physics and Electronics, Ed. by T. Ando,
Y. Arakawa, K. Furuya, S. Komiyama, and H. Nakash-
ima (Springer-Verlag, Berlin, 1998).

4. 1. N. Stranski and L. von Krastanow, Akad. Wiss. Lit.
Mainz, Abh. Math. Naturwiss. KI. 146, 797 (1939).

5. W. J. Schaffer, M. D. Lind, S. P Kowalczyk, and
R. W. Grant, J. Vac. Sci. Technol. B 1, 688 (1983).

6. J. Tersoff, C. Teichert, and M. G. Lagally, Phys. Rev.
Lett. 76, 1675 (1996).

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

BAKHTIZIN et al.

7. R. Z. Bakhtizin, T. Sakurai, T. Hashizume, and Qikun
Xue, Usp. Fiz. Nauk 167, 1227 (1997) [Phys. Usp. 40,
1175 (1997)].

8. H.Yamaguchi andY. Horikashi, Jon. J. Appl. Phys., Part 2
33, L1423 (1994).

9. Y. Horikoshi, M. Kawashima, and H. Yamaguchi, Jp. J.
Appl. Phys. 25, L868 (1986).

10. M. D. Pashley, Phys. Rev. B 40, 10481 (1989).

11. S. Ohkouchi and I. Tanaka, Appl. Phys. Lett. 59, 1588
(1991).

12. S'W. Snyder, J. F. Mansfield, B. G. Orr, et al., Phys. Rev.
B 46, 9551 (1992).

13. A. Trampert, E. Tournie, and K. H. Ploog, Appl. Phys.
Lett. 66, 2265 (1995).

14. Y.W. Mo and M. G. Lagally, J. Cryst. Growth 111, 876
(1991).

15. R. Butz and S. Kampers, Appl. Phys. Lett. 61, 1307
(1992).

16. N.lkomaand S. Ohkouchi, Jpn. J. Appl. Phys., Part 1 34,
5763 (1995).

17. R. Z. Bakhtizin, Qikun Xue, T. Sakurai, and T. Hashi-
zume, Zh. Eksp. Teor. Fiz. 111, 1858 (1997) [JETP 84,
1016 (1997)].

18. Q.-K. Xue, Y. Hasegawa, T. Ogino, €t al., J. Vac. Sci.
Technol. B 15 (4), 1270 (1997).

19. R.Vincent, Philos. Mag. 19, 1127 (1969).

20. N. Cabrera, Surf. Sci. 2, 320 (1994).

21. W. A. Jesser and J. H. van der Merwe, Surf. Sci. 31, 229
(1972).

22. L. D. Landau and E. M. Lifshitz, Course of Theoretical
Physics, Vol. 7: Theory of Elasticity (Nauka, Moscow,
1965; Pergamon, New York, 1986).

23. S. Priester and M. Lannoo, Phys. Rev. Lett. 75, 93
(1995).

24. H. T. Dobbs, D. D. Vvedensky, and A. Zangwill, Phys.
Rev. Lett. 79, 897 (1997).

25. S. A. Kukushkin and A. V. Osipov, Usp. Fiz. Nauk 168,
1083 (1998) [Phys. Usp. 41, 983 (1998)].

26. D. Leonard, K. Pond, and P. M. Petroff, Phys. Rev. B 50,
11687 (1994).

27. G. S. Solomon, J. A. Trezza, and J. S. Harris, Jr., Appl.
Phys. Lett. 66, 991 (1995).

28. K. Tillmann, D. Gerthsen, P. Pfundstein, et al., J. Appl.
Phys. 78 (6), 3824 (1995).

29. N. P. Kobayashi, T. R. Ramachandran, P. Chen, and
A. Madhukar, Appl. Phys. Lett. 68, 3299 (1996).

30. J. M. Moison, F. Houzay, F. Barthe, et al., Appl. Phys.
Lett. 64, 196 (1994).

31. A. Madhukar, Q. Xie, P. Chen, and A. Konkar, Appl.
Phys. Lett. 64, 2727 (1994).

32. Y. Nabetani, T. Ishikawa, S. Noda, and S. Sasaki, J. Appl.
Phys. 76, 347 (1994).

33. S. Shimomura, A. Wakegjima, A. Adachi, et al., Jon. J.
Appl. Phys., Part 2 32, L1728 (1993).

34. Y. Hsu, W. I. Wang, and T. S. Kuan, Phys. Rev. B 50,
4973 (1994).

35. M. Wassermeier, J. Sudijono, M. D. Johnson, et al.,
Phys. Rev. B 51, 14721 (1995).

36. T. Yamada, H. Yamaguchi, and Y. Horikoshi, J. Cryst.
Growth 150, 421 (1995).

Trandation was provided by AlIP

No. 5 2000



Journal of Experimental and Theoretical Physics, Vol. 91, No. 5, 2000, pp. 1011-1016.

Trangdated from Zhurnal Eksperimental’ noi | Teoreticheskor Fiziki, Vol. 118, No. 5, 2000, pp. 1167-1173.

Original Russian Text Copyright © 2000 by Arzamastseva, Lisovskiz, Mansvetova.

SOLIDS

Structure

Order—Disorder—Order Phase Transitions
Between M etastable M odifications
of Biperiodic Stripe Domain Structures
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Abstract—Magnetooptic methods were used to observe the existence of magnetic-field-induced order—disor-
der—order phase transitions between metastable modifications of biperiodic stripe domain structures in mag-
neto-uniaxial iron garnet films having alow positive anisotropy constant. It is shown that the loss of long-range
order in the system in a certain range of variation of the field is caused by the loss of correlation between the
quasi-harmonic surface distortions of the profile of neighboring domain walls. © 2000 MAIK “ Nauka/ I nter pe-

riodica” .

1. INTRODUCTION

In the present paper we report results of an experi-
mental investigation of the properties of biperiodic
stripe domain structuresin thin uniaxial magnetic films
having a low positive anisotropy constant (3, and the
axis of easy magnetization directed along the normal n
to the surface (subsequently called the z-axis). These
structures which were observed by the authors in [1]

and exist in aspecific range of film thicknesses L, <L <

L(C%) are characterized by an ordered system of contin-

uous stripe domains of period d oriented in some spe-
cific direction (subsequently called the y-axis), sepa-
rated by walls whose profile undergoes quasi-harmonic
surface modulation with the period A. In the absence of a
magnetic field all the domain walls undergo “in-phase”
modulation, i.e, the distance between neighboring
domain walls along the x axisis a constant equal to d.

It was shown in [2] that as the film thickness
increases, the amplitude of modulation of the domain
wall profile a, increases monotonically from zero for

L = L} (a second-order phase transition in terms of

thickness from a monoperiodic to a biperiodic domain
structure) to avalue approximately equal to d, undergo-
ing ajump of approximately d/4 for a,/d = 0.5 (afirst-
order phase transition in terms of thickness between
two modifications of biperiodic domain structureswithin-

phase modulation of thedomainwall). When L > LS) the

domainsin the structure begin to branch and then cease
to be stripe domains. The vast mgjority of published
studies have been devoted to the properties of biperi-
odic domain structures in films of varying thickness
and the construction of various theoretical models
(using the approximation of structureless “geometric”

domain walls) to explain the reasons for the formation
of these structures (see the definitive studies [1-4] and
aso the bibliography in [5, 6]). In earlier experiments
in the presence of amagnetic field the emphasiswas on
studying hysteresis|oops and mechanisms for the mag-
netic reversal of films; no field-induced phase transi-
tions were reported in the range of existence of biperi-
odic domain structures.

It was recently observed [5, 6] that in the presence
of amagnetic field

H= H”ez + HDQ]

several types of regular biperiodic domain structures
(DS) may exist in a certain range of field strength and
orientation in uniaxial magnetic films with B, < 1.
These structures include: DSI where the profile of all
the domain walls undergoes quasi-in-phase modul ation
at each surface of the film (in each domain wall the
modulation of the profile at different surfaces is in
antiphase); DSII where the profile of neighboring
domain walls undergoes quasi-anti phase modul ation at
each surface of the film (in each domain wall the mod-
ulation of the profile at different surfaces takes place
independently); DSIII isahybrid domain structure hav-
ing twice the period of the blocks generating it, in
which sections with in-phase and antiphase modul ation
of the neighboring domain wall profile alternate sys-
tematically in pairs. Asthe strength of the magnetizing
field increases or decreases, first- or second-order
phase transitions take place between various types of
domain structure. For example, in the presence of a
weak field H = const and a field H; whose strength
increases continuously from zero, we observe the fol-
lowing chain of phase transitions: DS| — DSIII —
DSII — simple (monoperiodic) DS — uniformly
magnetized state. For H, = 0 the component corre-
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Fig. 1. Phase diagram of the 16 um thick Lu, ;Big gFesO15
film No. 1 on the plane (@, Hy). Explanations to curves 1—7
are given in the text.

(@)

Fig. 2. Schematic diagram of two possible types of biperi-
odic domain structure where the unit cell profile differs (a)
weakly and (b) strongly from rectangular.

sponding to the hybrid DSl is omitted from this chain
of phase transitions. The symmetry of the optical dif-
fraction patterns observed for normally incident light
on afilm having any of these types of domain structure
is characterized by the same mm2 point group. The
phase diagram of the films on the plane (Hy, H)) was
determined for the case when the component H is col-
linear to the direction in which the stripe domains are
oriented (they axis).

In the present study we report results of an experi-
mental study of the stability of various types of biperi-
odic domain structures relative to a symmetry-perturb-
ing external action, specifically the magnetic field com-
ponent H,, and we also analyze the ensuing metastable
distributions of the magnetic moment.

2. EXPERIMENTAL RESULTS

Experimentswere carried out using uniaxial films of
magnetic garnets (for adetailed description of the prop-
ertiesof thefilmssee[5, 6]) at T=293 K and H;= 0 by
the following method. First we determined the satura-
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tion field Hy > H}, which was then decreased continu-

ously to zero with the result that a regular biperiodic
domain structure with domain walls aong the y-axis
formed in the film. The film was then turned about the
normal to the surface by a certain angle @, and the
response of the domain structure to a continuous
increase in the field H was studied using a polarizing
microscope.l We also monitored the diffraction pat-
terns (using 0.6328 um laser radiation) which played a
decisive role in identifying the types of domain struc-
ture observed. Asaresult of the existence of arotational
coercive force [7] the initial direction of the domain
wall was conserved in a certain range of Hy where
the width of this range depended on the selected value
of @,.

We shall illugtrate the main results of a study of the
phase transitions between different types of domain struc-
ture in the presence of the component H, for one film
16 pm thick having the composition Lu, ;BigoFes0;,
(film No. 1) for which the period of the domain struc-
ture d in the absence of amagnetizing field was 5.6 pm
and the period of the quasi-harmonic distortions was
A = 2.1 um.? The apparent value of the uniaxial anisot-

ropy constant 3 = HF /4miM for thisfilmwas0.21. For

clarity the data obtained are given as a phase diagram
(Fig. 1) on the plane (g, Hp). Curves 17 give a set of
points corresponding to the upper limit of the range of
stability of aspecific type of domain structure for acon-
tinuously increasing field H; for H; = 0.

(1) For small (g, < ¢ = 17°) deviations of the

direction of thefield H from the y axis the evolution of
the domain structure with increasing field was the same
asthat for @, =0, i.e., thefollowing chain of transitions
was observed: DSI — DSII — monoperiodic DS —
uniformly magnetized state. The only characteristic
feature was that for any nonzero value of H, the struc-
tures of the neighboring domain walls (and neighboring
domains) in the domain blocks differed and the shape
of the unit cell aso exhibited a small (a few degrees)
deviation from rectangular, as is shown schematically
in Fig. 2a. The motif-forming element is shown as a
black and white figure having its perimeter outlined by
a heavy solid line, the domain walls are shown by the
dashed lines, and the unit cell is a parallelogram (thin
solid lines) having acorner angle close to 1v2; the black
and white sections correspond to domains with M, > 0
and M, < 0. Thefield component H, amplified the peri-

L For the case ¢, # 0 we cannot use the more informative procedure
of cyclic magnetic reversal of the films, as was used to study the
domain structures observed for @y = 0[5, 6] because after satura-
tion of the film followed by a reduction in the magnetic field the
incipient stripe domains are oriented in the direction H. This
implies that all the nonuniform distributions of the magnetic
moment described in this study are metastable.

2 Results of an investigation of the phase transitions between differ-
ent types of domain structure for @4 = O were described in
detailed for this filmin [5, 6] so that to avoid repetition we shall
subsequently refer to the data in these studies as necessary.
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Fig. 3. Photographs of observed domain structures (right) and their corresponding diffraction patterns (left) for film No. 1 for @ = 35°
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odic surface modulation of the magnetization distribu-
tion profile at one of the walls of each domain and sup-
pressed it at the other. The diffraction pattern corre-
sponding to this domain structure lost the mirror
reflection planes and its symmetry was based on point
group 2, not on the mm2 group as for ¢, = 0.

As the field increased continuously (from zero), at
only dlightly differing field values, a transition took
placefrom aninitial quasi-in-phase domain structure to
a quasi-antiphase structure (curve 1 in Fig. 1) with dif-
ferent modulation periods of the domain wall profile at
thefree surface (A, = 1.8 um) and at the film—substrate
interface (A,, = 3.6 um). With increasing field, the
modulation initially disappears at the first of these sur-
faces (curve 2) and in stronger fields, at the second
(curve 3), i.e., atransition takes place to a monoperi-
odic domain structure.® For fields corresponding to
curve 4 the film is converted to the single-domain state
(compare with Fig. 2in [6]).

c

(2) If theangle @ islarger than (p(H W the processes
observed with continuously increasing field H; were
initially the same as those described above: a quasi-in-
phase biperiodic domain structure with a slightly dis-
torted rectangular unit cell was stable in weak fields
(Fig. 2a). Photographs of the domain structure for this
case and the corresponding diffraction pattern are
shown in Fig. 3a. Asthe field H increased further in a
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certain narrow range we observed some smearing of the
diffraction peaks caused by modulation of the domain
walls whose character indicated that the period of the
modulation distortions of the magnetization distribu-
tion profile remained almost the samefor al domainwalls
but the spatial phase shift between distortionsin neighbor-
ing domain walls was not congtant (see Fig. 3b), i.e., the
corner angle of the unit cell fluctuated perceptibly, as
showninFig. 2a. Above acertain critica value (curve5in
Fig. 1) however, these fluctuations disappeared and a
regular domain structure formed, characterized in that
the quasi-harmonic distortions of the magnetization
distribution profile in domain walls of the same type
(distributed alternately) were shifted relative to each
other by approximately half a period. In this case, al
the diffraction peaks J, ) with q # O were shifted rela-

3n this range of fields the modulation period A increases mono-
tonically for the in-phase domain structure. First it is the same for
both developed surfaces (A5 = Aps = A\) but as we approach the
range of stability of the antiphase aomai n structure the values of
N1 > N5 and Ayg < Ny begin to differ, the difference between
them increasing monotonically with increasing field, remaining
lessthan Ay, — g, (See Fig. 2in [6]). Asaresult of theinevitable
nonuniformity of the propertiesin the film in the narrow range of
fields a transition takes place from a in-phase to an antiphase
domain structure, both types of structure coexist and domain
walls having four modulation periods of the profile are observed
simultaneously. On the diffraction patterns this is observed as
splitting of all the diffraction peaks Jp, ) with g # O into doublets.
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Fig. 4. Photograph of the domain structure of 10 um thick
LU2_1Bi0_gFe4_83M 90_17012 filmNo. 2 at HD =0.

tive to the peaks J, -1 parallel to the abscissa by an
amount closeto half the spacing between the neighbor-
ing initia reflexes (see Fig. 3c). Thismay be treated as
afirst-order phase transition between states having dif-
ferent unit cell profiles and specifically for values of Hy
below curve5in Fig. 1 the acute angle at the corner of the
paralelogram is close to 172 whereas above the critical

vaue of Hj this angle is approximately arctan(2d/A),
see Fig. 2.

A characteristic feature of thisphasetransitionisthe
exact agreement between the modulation periods of the
domain wall profile A at the free surface of the film and
at the film—substrate interface which is confirmed by
the complete absence of any tendency to form typical
doublets on the diffraction patterns which are observed
for g, < iV .

(3) As the magnetic field increases, the domain
structure formed having an oblique-angled unit cell
remains stable over afairly wide range of H but after
a certain critical value has been exceeded (curve 6 in
Fig. 1) this domain structure becomes unstable with
respect to strong fluctuations of the unit-cell corner
angle which leads to such severe smearing of the dif-
fraction peaks J,, o with q # O that they almost merge
into continuous bands. The diffraction pattern then has
aform similar to that shown in Fig. 3b. This smearing
persists until atransition takes place to a monoperiodic
domain structure (curve 3 in Fig. 1); conversion to the
single-domain state takes place in a stronger field
(curve4inFig. 1).
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(4) For any value of @ # 0theasymmetry of thedis-
tribution of the magnetization vector in neighboring
domain walls becomes increasingly strong as the field
increases; a visual observation under conditions when

@ > @i shows that the modulation of the profile for

half the domain walls (every other one) at each surface
of the film becomes almost indiscernible in fairly weak
fields (see the photographs in Figs. 3b and 3c obtained
by focusing on the outer surface of the film). Each of
the domain walls has a modulated profile on one sur-
face and an unmodulated one on the other and at neigh-
boring walls the modulation is suppressed at different
surfaces.

(5) Thereisasecond critical value of theangle @, =

@' (for film No. 1 this value is around 30°) above

which in afairly strong field (above curve 7 in Fig. 1)
biperiodic domain structures become unstable with
respect to the formation of large-scale (relative to the
periods d and A) kinks (breaks) in the domain walls
with the result that these walls are transformed into zig-
zag structures with two types of subblocks. In the first
type of subblock the orientation of the domain walls
remains close to the initia orientation whereas in the
second type of subblock all the domain wallsareturned
through asmall angle relative to the y axisin the direc-
tion of the vector H. With increasing H;, as aresult of
the creation and migration of kinks subblocks of the
first type become displaced and the domain wallsin all
the subblocks rotate in the direction of the magnetic
fidd. If the kinks are small-angled (afew degrees), asis
thecasefor @ < 60°, they have amost no influence on the
processes of rearrangement of the domain structure; for
@, > 60° even in comparatively weak fields the domain
wall kinks become so strong that the evolution of the
domain blocks follows acompletely different scenario.

(6) If thefield intensity is reduced without allowing
reorientation of the domain wallsand (or) conversionto
the single domain state, the chain of phase transitions
described above takes place in the reverse order with
appreciable hysteresis whose width in terms of the
magnetic field depends on the angle @,,.

This pattern of phase transitions can be made more
complex if the magnetic anisotropy energy of the films
includes a contribution attributable to the crystallo-
graphic (cubic) anisotropy. For the orientation of the
films used in our experiments [the substrates were cut
in the (111) plane] even for @, = O the neighboring
domain walls will only have the same magnetization
distribution profile if the field H is assigned to one of
the mirror reflection planes passing across the [111]
axis. If this condition is not satisfied, only domain
structures of the type shown in Fig. 2a having different
distribution profiles of the magnetization vector in
neighboring domain wallswill exist. In addition, inthis
case we can also observe the formation of large-scale
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Fig. 5. Model of domainwallsused to calcul ate theintensity
of the diffraction peaks.

kinksin the domain wallssimilar to those formed under
the action of the field H,.

Thisisillustrated in Fig. 4 which shows a photograph
of the domain structure of a 10 um thick, (111)-oriented
demagnetized (Hy = 0) film No. 2 whose composition
only differed from that of film No. 1inthat it contained
asmall (0.17 per formula unit) quantity of magnesium
ions (the influence of cubic anisotropy was manifest
most strongly in these films although weaker effects
were observed in films of any composition). Large-scale
kinks can be observed and a difference between the
images of neighboring domain walls is aso clearly vis-
ble. The orientation of the stripe domains was specifically
selected o that the reduction in the symmetry of the mag-
netization distribution was mogt clearly defined. Note that
this effect should be observed not only in biperiodic but
also in monoperiodic domain structures.

The presence of a cubic component of the magnetic
anisotropy aso has the result that when domains are
created from the saturated state, the stripe domains are
generally not strictly oriented parallel to the field Hy
but are deflected from it by some angle (up to 10°)
where the magnitude of the deflection depends on the
sign of the field (with its orientation unchanged).

In order to check whether the various modifications
of the biperiodic domain structures observed using the
magnetooptic diffraction of light are correctly identi-
fied, we used a well-known scheme (see, e.g., [8-10])
to make theoretical calculations of the intensity of the
diffraction peaks. The model shownin Fig. 5 was used
to calculate the structure factor for various types of
domain structures. The profile of the domain walls was
approximated by broken lines (cf. Fig. 2), the amplitudes
of the distortions of neighboring domain walls X; =
X4 — X3 and X, = X, — X; were generally assumed to be
different, and the positions of the projections and
indentations on the domain wallswere characterized by
the values y; defined by the following relationships:

Y1=CA, Y, =N2-y,,
Ya=N2+y;, Ya=NA-yy,
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Fig. 6. Theoretical diffraction patterns for various types of
biperiodic stripe domain structures: (&) biperiodic domain
structure with in-phase modulation of the domain wall pro-
file and arectangular unit cell; (b) biperiodic domain struc-
ture with a negligibly small deviation of the unit cell shape
from rectangular; (c) biperiodic domain structure with an
oblique-angled unit cell.

where the numerical parameter ¢ determinesthe degree
of deviation of the domain structure from a symmetric
(H = 0) in-phase structure for which ¢ = 0. It was also
assumed that

Xi+% _d Xg*+X _3d

2 4 2 4
We used a step approximation for the distribution of the
component M, and a model with a triangular distribu-
tion where M, goes to zero at the domain wall. For the
low-order diffraction peaks observed in real experi-
ments both approaches yield amost the same results.
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Although calculations were made for al possible
types of domain structure, we shall merely confine our
analysisto thethree examplesshownin Fig. 6 and relat-
ing to film No. 1. Thefirst (a) describes diffraction at a
symmetric in-phase domain dructure (y; =0, Y, = Y5 =
N2, y, =N\, X, =X, = 1.1 um), while the second and
third (b and ¢) mode the situation shown in Figs. 3aand
3c, respectively. The values of the geometric parameters
for the second and third examples which reflect the real
experimental results were sdected as follows. y; = y; =
N4, ys=y,=3N4, X, =1.1um, for adomain structure
with anegligible deviation of the cell profile from rect-
angular (Fig. 6b) X, = 0.3 um, and for a domain struc-
turewith an oblique-angled cell (Fig. 6¢) X, = 0. Inthis
last case, in the calculations of the structure factor inte-
gration was performed over a doubled cell (compared
with that shown in Fig. 5) comprising a combination of
two initial cells shifted relative to each other by the dis-
tance d along the abscissa in one of which the domain
walls were shifted by A/2 along the ordinate. The dif-
fraction peaks are shown by the black circles whose
areais proportional to the intensity and the centers are
positioned at the nodes of areciprocal lattice formed by
trand ations of the basis vectors. A comparison with the
experimental results (see also Figs. 4 and 7 from [6])
shows that good agreement is observed between the
calculated and experimental diffraction patterns.

3. CONCLUSIONS

Ananalysisof the experimental resultsshowsthatin
the presence of amagnetic field directed at an angle to
the plane of the domain walls, only those biperiodic
domain structures which possess certain unit cell cor-
ner angles, either close to 90° or differing negligibly
from arctan(2d/A\)), are stable. The magnetic-field-
induced first-order phase transition between these domain
structures belongs to the order—disorder—order type, i.e., it
takes place via an intermediate amorphized state charac-
terized by a specific type of partia loss of long-range
order caused by strong fluctuations of the unit-cell corner
angle. The phase transition from a biperiodic domain
structure (having a unit cdl which differs substantialy
from rectangular) to a monoperiodic structure aso takes
place by the same scheme.
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To conclude, we note that in [5, 6], in order to dis-
criminate between various modifications of biperiodic
domain structures, the present authors used a symmetry
description of domain structure “transforms’ (photo-
graphs) based on the framework of two-dimensiona
space groups which corresponded to a description of
the symmetry of the distribution of the component
M,(x, y) for z= const in any plane parallel to the sur-
faces of thefilm. A truncated symmetry description was
used because in experiments to observe domain struc-
tures and their corresponding diffraction patterns the
Faraday effect was used which only gives information
on the z component of the magnetization vector; infor-
mation on the M,(x, y, 2) and M(x, y, 2) distribution is
completely lost. A complete description of these objects
in terms of magnetic symmetry can only be given (if we
neglect the difference between the properties of thefilm at
the interfaces with free space and the substrate) after
obtaining the necessary information, for example, using
the Kerr effect or magnetic force microscopy.
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Abstract—Results are presented of studies of the 1Sm, _,Sr,MnO; system using neutron powder diffraction
and small-angle polarized neutron scattering. An analysis of the neutron diffraction spectra showed that at T <
180 K these exhibit typical Jahn—Teller distortions of the manganese—oxygen octahedrons which persist under
further cooling and on transition of the sampleto ametallic magnetically ordered state. The magnetic contribu-
tion to the diffraction is satisfactorily described using the (A,(A))F,) model and isinterpreted as the coexistence
of ferromagnetic and antiferromagnetic phases. The exaggerated widths of the diffraction lines indicate an
appreciable contribution from microdeformations evidently associated with the inhomogeneity of the system.
Small-angle polarized neutron scattering showed that the Sm system for x = 0.4 and 0.25 is magnetically inho-
mogeneous in the low-temperature phase. Ferromagnetic correlations occur on scales of around 200 A and
having dimensions greater than 1000 A which, combined with the temperature hysteresis of the magnetic small-
angle scattering intensity observed for an x = 0.4 sample in the low-temperature phase, suggests that the tran-

sition is of a percolation nature. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Manganites having the generd formula

RiXA?M nO;, whereRisarareearthand A isadiva

lent metal, have recently attracted increased interest
following the observation of colossal negative magne-
toresistance in these materials and also because they
exhibit a broad spectrum of structura and magnetic
transitions which evidently lead to the complex mesos-
copic magnetic structure of these materials. Research-
ers have always noted the magnetic inhomogeneity of
these systems (beginning with [1]) and have put for-
ward assumptions that magnetic inhomogeneities exist,
these being an integral and fundamental characteristic
which is responsible for the colossal negative magne-
toresistance (see, e.g., thereviews[2, 3] and [4]). This
has recently led to an increasing number of studies on
small-angle neutron scattering to identify magnetic
inhomogeneities associated with phase separation
using the electrical conductivity, principally in La per-
ovskites, and analyses of magnetic scattering mainly in
the paramagnetic phase [5-11].

The structural homogeneity of the manganese sam-
ples used for these studies has frequently been cast into
doubt. Indeterminacy of the stoichiometric composi-
tion [12, 13], anisotropic diffraction line broadening
associated with the presence of a microstructure [14],
exaggerated Debye-Waller factors, and inhomogene-

ities visible by electron microscopy [15] have all been
noted. For fundamentally inhomogeneous samples the
structural characteristics extracted from diffraction
data have the meaning of averaged values. In this con-
text, a study of mesoscopic-scale inhomogeneities
using small-angle neutron scattering should be highly
informative for investigating substituted rare-earth
manganites and may significantly complement and
refine the averaged picture visible from Bragg diffrac-
tion.

The Sm,; _,Sr,MnO; system is of particular interest
for these studies since, as a result of a difference
between the ionic radii of samarium and strontium
(rsn= 1132 A, rg = 1.31 A), it is assumed that there
will be appreciable local distortions of the lattice (for
example, for x = 0.4 we have 02 = 7.604 x 103 A2

whereo?= § xr’ — [1(3) which substantially influence

the transport and magnetic properties of the manganites
[16]. In addition, there are disparities between the
results of investigations of thin films and powder sam-
ples. For example, data on the optical absorption and
resistivity of SmyeSr,MnO; thin films [17] indicate
that this compound remains an insulator over the entire
range studied, it does not undergo ferromagnetic order-
ing, and exhibits indications of charge ordering. An
investigation of this compound in powder form using
electron diffraction analysis and microscopy combined
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with a study of the transport and magnetic properties
revealed ferromagnetic ordering, the existence of a
metal—insulator transition, and the coexistence of sev-
eral structural types [18]. Assuming that the film and
the powder have the same chemical composition, dif-
ferences in the macroscopic characteristics should be
sought in a difference between the characteristic sizes
of the films (around 100 nm) and the powder grains (5—
10 pm) which emphasizes the need for studies on the
mesoscopic scale.

The present study is an attempt to make a more
detailed investigation of samarium-strontium mangan-
ite Smg ¢Sty sMnO; which includes a study of the mac-
roscopic, magnetic mesoscopic (small-angle polarized
neutron scattering, SAPNS), and microscopic (high-
resol ution neutron powder diffraction, NPD) character-
istics of the same powder sample. As far as we are
aware, no detailed structural analyses have been made
of a samarium-strontium system. Results of prelimi-
nary studies of the macroscopic properties and struc-
ture of this system with x =0.25 and 0.4 were published
in [19-21], and results for the magnetic mesoscopic
characteristics were given in [22] where SAPNS was
mainly used to study the x = 0.25 composition, and in
[23]. It wasestablished in [19] that the system hasadis-
torted perovskite structure, where (1) atransition to a
magnetically ordered phase (110-130 K) accompanied
by a change in the type of conductivity to “metallic”
was observed for a sample with x = 0.4 and (2) an
increase in the magnetic susceptibility (90-100 K) was
observed in asample with x = 0.25, the magnetic struc-
ture was not determined, and no transition to the metal-
lic state was observed. The magnetic and electrical
properties of the samples studied in [19] show a good
correlation with the properties of the Sm system
described in [18]. With regard to the mesoscopic char-
acteristics, it was shown in [22, 23] that in an Sm sys-
tem with x = 0.25 and 0.4, ferromagnetic correlations
and magneto-nuclear cross correlations on scales of
180-250 A and ferromagnetic correlations on scales of
thousands of angstrom exist in the low-temperature
range.

In the first section we present the necessary infor-
mation on the sample, we describe its magnetotransport
properties and the characteristics of the neutron scatter-
ing experiments. We then analyze the magnetic and
crystal structures using the diffraction data and present
an interpretation of the small-angle scattering and
depolarization. In Section 4 we search for a model for
ajoint treatment of the macroscopic, mesoscopic, and
microscopic data. The main results are presented in the
Conclusions.

2. SAMPLE AND EXPERIMENTS

The initial reagents were samarium and manganese
oxides and strontium carbonate. The sampleswere pre-
pared by stepwise solid-phase synthesis from stoichio-
metric mixtures of theinitial components with interme-
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diate grinding and pressing at 50-10 000 kgcm?. The
samples were synthesized in air using alundum cruci-
bles at temperatures of 1000, 1100, and 1200°C, the
duration of asingle synthesis stage was 6-97 h, and the
sampleswere quenched in air. The synthesized samples
were tested to determine the content of the metal com-
ponents using chemical methods of analysis: a semim-
icro complexometric titration method was used to
determine Sm, Sr, and Mn with a random error not
exceeding 1% for Sm and Mn and 2% for Sr relative to
oxygen. The Sm content was also determined by a photo-
metric technique. The accuracy of these methods of anal-
ysis was confirmed by andyzing artificia solutions and
comparing the complexometric and photometric results.
Finally we prepared acompletely enriched **Sm powder
having the composition 1549n0,590(6)8ro,410(8)M M 00103
and grain size 5-10 um. Data on the magnetoresistance
of this sample were published in [19] and results of an
investigation of the magnetic susceptibility and magne-
tization were kindly supplied by A. Maignan [24].

The neutron powder diffraction measurements were
made using the G4.2 Franco-Russian high-resolution
neutron powder diffractometer at the Leon Brillouin
Laboratory (Saclay, France). Monochromatic neutrons
having the wavelength A = 2.3433 A were used. Most
of the datawere obtained in a heating regime at temper-
atures T = 1.5, 19.5, 50.5, 72, 87.1, 106, 124.9, and
300 K. In addition, diffraction patterns were also mea-
sured at T = 250, 180, 145, and 120 K in the sample
cooling regime. For the NPD measurementsthe powder
sample was placed in a vanadium cylindrical container
8 mmin diameter.

The small-angle scattering measurements were
made using the VEKTOR small-angle polarized neu-
tron scattering device [25] (WWR-M reactor, Gatch-
ina). For the SAPNS measurements we used a sample
of the same powder in a 2-mm thick aluminum con-
tainer measuring 8 x 45 mm. VEKTOR was fitted with
a twenty-counter (*He) detector and a multichannel
analyzer which could be used to make acomprehensive
polarization analysisin the range of scattering vectors 0 <
q<3x 10t Atinasdit geometry (q = k —k' where k
and k' are the wave vectors of theincident and scattered
neutrons, respectively), i.e., the four scattering cross
sections S** could be measured where + are the neu-
tron spin states relative to the magnetic field before and
after the sample, respectively. The polarization of the
neutron beam was defined as

where | is the intensity of neutrons having the corre-
sponding spin state relative to the magnetic field. The
initial polarization of the neutron beam incident on the
samplewas Py = 0.94. The measurementswere madein
amagnetic field 0 < H < 4500 Oe (the field lay in the
scattering plane at an angle of around 55° to the z-axis
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directed along k) at the wavelength A = 9.2 A (ANA =
0.25). The measurements were made in an RNK 10-300
cryorefrigerator in the temperature range 15 < T <
300 K with temperature stabilization of around 0.1 K.
The samples were placed in a gaseous helium atmo-
sphere which was used as the heat-exchange gas.

3. MAGNETOTRANSPORT PROPERTIES

The temperature dependence of the resistance of
this Smy ¢Sr,,MNO; sample given in [19] shows that
the compound undergoes a transition to the metal state
at T= 110 K. The application of a field substantially
reduces the resistance at the transition point
[R110(0)/Ry10(24 kOe) = 7] which alows us to classify
SMg ¢Sr0.4MNO; as a compound having “ colossal mag-
netoresistance” (Fig. 1). At T > 120 K the conductivity
is of the hopping (polaron) type and at T = 180 K an
activation energy jump occurs. In afield of 24 kOethis
jump disappears. Measurements of the susceptibility
and magnetization show that at T = 110 K a spontane-
ous magnetic moment appears in the sample. Charac-
teristics of this compound should include some drop in
the magnetization and magnetic susceptibility at T<40K
and the presence of an elongated section on the suscep-
tibility curve at T > 110 K [18]. The magnetotransport
properties of this sample in the paramagnetic range
were analyzed in greater detail in [26] where results of
measurements of the second harmonic of the suscepti-
bility were taken as the basis for assuming that antifer-
romagnetic correlations with a weak ferromagnetic
component develop in the paramagnetic phase. In addi-
tion, it is also assumed in [26] that regions of charge
ordering of the manganese ions form in the sample,
where antiferromagnetic ordering occurs. The size of
these regions is hundreds of angstrom and their bulk
fraction should be extremely small (this was not esti-
mated). This treatment correlates with the results of
measurements of the magnetization, and the electron
diffraction and microscopy data obtained for a manga-
nite having the same composition [18].

4. ANALY SIS OF NEUTRON DIFFRACTION DATA

Diffraction spectra of Sm manganite obtained at
room temperatureand at T= 1.5 K are shown in Fig. 2.
An anaysis of the width of the diffraction lines
revealed that the lines are broadened appreciably com-
pared with the resolution function of the diffractometer.
Thisdiscrepancy isindicative of effects associated with
the microstructure such as the influence of the size of
coherent regions and microdeformations. By examin-
ing suitable corrections it was established that the line
widths actually observed can be described in terms of
an orthorhombic microdeformation in which the lattice
constants are assumed to have a Gaussian distribution
over the sample while conserving the orthorhombic
symmetry of the unit cell. Parameters to be refined are
the dispersions of the lattice constants of the model
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R(0)/R(H)
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Fig. 1. Temperature dependence of the magnetoresistance
R(0, T)/R(H, T) of an SmggSrg4MnO3; sample for H =
24 kQe. The features on the temperature dependence indi-
cated by the arrows are as follows: (1) T is associated with
an O-O' structural transition; (2) T, is associated with the
appearance the second harmonic of the magnetization;
(3) T isassociated with ametal—insulator transition and the
appearance of spontaneous magnetization.
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Fig. 2. Experimental and calculated (almost the same) dif-
fraction patterns of 154Smy ¢Srp 4MNO5 sample at 300 K.

The difference curveis shown by the lower line. The mark-
ers below the diffraction pattern indicate the position of the
peaks. Theinset shows the same pattern at 1.5 K, the upper
row of markers corresponds to the crystal-structure peaks and
the lower row corresponds to the magnetic structure peaks.

structure. A different degree of “smearing” of thelattice
constants leads to different line broadening with differ-
entindicesh, k, and . Thisbroadening of the diffraction
peaks, described as anisotropic, was observed in man-
ganitesin an earlier study [14] and was attributed to the
multiphase composition of the samples and to the exist-
ence of a continuous distribution of lattice constants
caused by microdeformations. At the final stages of a
Rietveld analysis, two parameters were used to
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Fig. 3. Temperature dependences of the lattice constants of
1545mg 6Srg 4MNO;5 (Pbmn). The arrows indicate the direc-
tion of change in temperature.
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Fig. 4. Temperature dependences of the microdeformations
parameters proportional to the dispersions of the lattice
parameters. X—isotropic component; STR2—anisotropic
component along the b-axis of the unit cell; m=—measure-
mentsin heating regime (top to bottom: 300, 250, 180, 144,
120, 106, 87, 72, 50.5, 19.5, and 1.5 K); O—measurements
in cooling regime.

described the line broadening, an isotropic broadening
component and an anisotropic component proportional
to the dispersion of the distribution of the lattice con-
stant b over the sample. The latitude parameters were
fixed at the values of the diffractometer resolution func-
tion. The other parameters of the orthorhombic micro-
deformation model had zero averages over tempera-
ture, allowance for these did not improve the quality of
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thefit, and in order to reduce the number of parameters
to be refined, these were eliminated from the refine-
ments at the final stage of the treatment. Temperature
dependences of the refined lattice parameters are plot-
tedin Fig. 3.

The microdeformations which when taken into
account provided a satisfactory description of the
observed diffraction line broadening, are associated
with the size and shape distribution of the unit cells.
The refined microdeformation parameters are propor-
tional to the second moments of these distributions.
Thus, al the structural parameters given below have the
meaning of averages. The existence of microdeforma
tions is associated with the inhomogeneity of the sam-
ple and the characteristics of the degree of inhomoge-
neity may be taken to be the dispersions of the lattice
constants which, as we can see from Fig. 4, vary with
temperature. The temperature dependences of the
microdeformation parameters exhibit a jump when
magnetic ordering of the manganese atoms appears.
This jump is aso retained when only the anisotropic
component is used to refine the microdeformation
parameters [20].

5. CRYSTAL STRUCTURE OF SmSr,MnOs

The structural parameters were extracted by the
Rietveld method using the FULLPROF program [27].
The parameters were determined in the context of an
orthorhombic structure (space group 62, Pbnm). Tem-
perature dependences of the refined lattice constants
given in Fig. 3 and Table 1 indicate that at room tem-
perature the structure is metrically close to tetragonal.

The phase O (a= b > ¢/./2) denotes the orthorhombic
(Pbnm) structure obtained from the cubic aristotype by
rotating the regular (undistorted) MnOg octahedrons
[28]. This structure has three crystallographically inde-
pendent Mn—O spacings and in the O-phase these are
the same. The O' phase denotes the orthorhombic struc-

ture where the axes are related as b > a > ¢/./2. This
structure may be obtained from O if the spacingsin the
manganese—oxygen fragment cease to be the same. On
the basis of the temperature dependences of the lattice
constants, the transition temperature is T o = 180 K.
The transition to a magnetically ordered metallic state
corresponds to ajump on the temperature dependences
of the lattice constants. The lattice constant b in partic-
ular, has amaximum at T = 120 K. In addition, as for
the microdeformation parameters, when T < Tg o, @
dightly different temperature dependence of the lattice
constants a and b is observed during heating and cool-
ing of the sample (Figs. 3 and 4). The difference
reaches a maximum and exceeds two standard devia
tionsat T = 120 K. For the lattice constant ¢ the differ-
ence in the heating and cooling regimes does not
exceed two standard deviations.
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Table 1. Refined values of lattice constants and magnetic moments for manganese atoms

T,K a, A b, A c/J2, A My, U (F-type) | my, ug (A-type)
15 5.4297(7) 5.439(1) 5.4260(9) 2.50(6) 0.53(4)
19.5 5.4294(8) 5.439(1) 5.426(1) 2.55(6) 0.55(4)
50.5 5.4297(8) 5.440(1) 5.426(1) 2.40(6) 0.50(4)
72.0 5.4306(8) 5.441(1) 5.426(1) 2.14(6) 0.48(4)
87.1 5.4310(7) 5.441(1) 5.426(1) 1.99(6) 0.44(5)
106.0 5.4344(8) 5.445(1) 5.425(1) 1.28(8) 0.35(5)
124.9 5.4376(9) 5.446(1) 5.423(1) — —
300.0 5.4415(6) 5.4419(9) 5.4256(6) - -
Table 2. Bond lengths and angles in a manganese—oxygen fragment
T K Mn-01, A Mn-02(1), A Mn-02(2), A Mn-01-Mn Mn-02-Mn
15 2.06(2) 1.935(2) 1.86(2) 158.1(2)° 164.9(5)°
19.5 2.06(2) 1.935(2) 1.86(2) 157.7(2)° 164.8(5)°
50.5 2.07(2) 1.934(2) 1.84(2) 157.8(2)° 165.2(5)°
72.0 2.06(2) 1.934(2) 1.86(2) 157.6(2)° 165.4(6)°
87.1 2.08(2) 1.931(2) 1.84(2) 157.9(2)° 166.8(6)°
106.0 2.06(2) 1.937(2) 1.86(2) 158.2(2)° 163.8(5)°
124.9 2.12(2) 1.936(2) 1.78(2) 160.3(1)° 163.9(5)°
300.0 1.96(2) 1.952(3) 1.94(2) 160.0(2)° 158.7(4)°

The O-O' transition corresponds to a loss of equal-
ity between the lengths of the three manganese—oxygen
bonds. The temperature dependence of these bond
lengthsis givenin Table 2 and is typical of the cooper-
ative Jahn-Teller effect. The splitting of the bond
lengths in the MnOg octahedron corresponds to the
Mn-02 sgquare lying approximately in the plane ab
being distorted to form arhomb at T < 180K where the
maximum distortion occurs at the magnetic ordering
temperature. It should be noted that the distortion of the
manganese—-oxygen fragment is unusually large for a
relatively dilute system of Jahn-Teller ions (60% Mn3*)
and is comparable with that for undoped LaMnO;
(100% Mn?) [29]. This well-defined distortion of the
MnQOg octahedron is aso conserved in the region of
metallic conductivity despite the fact that these distor-
tionsimply localization of the Mn3* ions.

The overall structural data, specificaly the appre-
ciable line broadening, the temperature hysteresis of
the lattice constants, and the high level of Jahn—Teller
distortions which are conserved in the temperature
region of magnetic ordering and metallic conductivity,
indicate that the sample is structurally inhomogeneous.
By thiswe understand that the sample has a multiphase
composition which, because of the similarity between
the crystal structures of the different phases, only
appears within the limits of the diffractometer resolu-
tion for the effects listed.
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6. MAGNETIC STRUCTURE
OF SmggSry4MnO;

A preliminary analysis of the contribution of mag-
netic scattering to the neutron diffraction spectraat T <
T, where T is the Curie temperature, was made in
[20]. Here we shall give refined datawhich can be used
to provide a more accurate model of the magnetic
ordering in SmySry4,MnO;. The diffraction spectra at
low temperatures contain ferro- and antiferromagnetic
contributions. Magnetic scattering almost disappears at
T = 130 K. The magnetic contribution was analyzed
using the FULLPROF program. We only considered a
single-phase homogeneous model for the Mn sublattice
based on an orthorhombic (Pbnm) crystal lattice.

We found that the magnetic structure can be
described as a mixture of ferromagnetic and antiferro-
magnetic components. The magnetic moment of the
Mn ions has components m, (or m,) and m,, respec-
tively, along the b- (or a-) and c-axes in the orthorhom-
bic (Pbnm) structure. The m,components are ordered
ferromagnetically inthe c direction; the m, (or m) com-
ponents are ordered ferromagnetically in the ab plane
and antiferromagnetically in the c direction, forming a
so-called A-type antiferromagnetic structure. The total
magnetic moment of the Mn ions at saturation at T =
1.5 K was defined as m = 2.52(5)5. The temperature
dependences of the components of the magnetic
moment are given in Table 1. The experimental data
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Fig. 5. Fragments of experimental diffraction patterns of
1545m 6Sro 4MNO; at various temperatures (top to bottom:
300, 250, 180, 144, 120, 106, 87, 72, 50.5, 19.5, and 1.5 K).
The arrows indicate the changes in intensity caused by the
A, F, and CE types of magnetic ordering.

cannot be used to make a definitive choice between the
a and b directions of the antiferromagnetic moment.
Thus, we say that there is an equal probability of an
AF, or AF, magnetic structure having the wave vector
k = (0, 0, 0) being formed. M oreover, a choice between
a noncollinear ferromagnetic or a multiphase system
consisting of ferromagnetic and antiferromagnetic
regions cannot be made merely from powder diffrac-
tion data Using data from [30], the A,F, magnetic
structure can be described as a superposition of nonre-

current irreducible t; + 15 representations of the Pbnm
group whilethe A F, magnetic structure can be described

as asuperposition of recurrent irreducible 15 + 15 repre-

sentations. In the first case, we have different irreduc-
ible representations and therefore two exchange mul-
tiplets which most likely corresponds to a two-phase
(ferro- and antiferromagnetic) state of the compound.
In the second case, however, we have a single irreduc-
ible representation 15 and thus a single exchange mul-
tiplet and there is good reason to consider the system to
be a canted ferromagnet.

A subsequent more detailed analysis of the neutron
diffraction data showed that the description of the crys-
tal and magnetic structures of this SmgSry,MnO4
compound given above may be slightly improved if we
assume that there is another antiferromagnetic phase
having the wave vector k = (1/2,1/2, 0). This corre-
sponds to doubling the magnetic unit cell, compared
with the crystal one, along the a- and b-axes. The ori-
entation of the magnetic momentsat theMnionsinthis
phase corresponds to a CE-type antiferromagnet (the a-
and b-axes are again not isolated as in the A-type anti-
ferromagnetic structure considered above). Figure 5
shows parts of the experimental spectra measured for
an SmySr,,MnO; sample in the temperature range
1.5< T < 300 K. The positions of the (001) peak from
the A-type antiferromagnetic lattice and the (1/2 1/2 1)
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peak from the CE-type antiferromagnetic lattice are
indicated. It can be seen that whereas the A-type mag-
netic ordering disappears above 120 K, the CE-type
magnetic ordering is till observed at 150 K but not at
180 K. Wealso note that no CE structureisobserved for
an Smy 751 ,sMNO; sample. The magnetic moment of
the Mn ions forming the CE structure calculated from
the experimental data reaches mqe = 0.31(3)ug at low
temperatures (=1.5 K).

In many studiesthe formation of a CE antiferromag-
netic structure is attributed to charge ordering of the
Mn3* and Mn* ions. Our neutron diffraction data
broadly agree with the results of [18] where local regions
of charge ordering were observed from electron diffrac-
tion and electron microscopy data for Sm; _,Sr,MnO;
manganites in the concentration range 0.4 < x< 0.6 and
the magnetic, Te = 125 K, and charge ordering tem-
peratures To = 140 K were determined from the tem-
perature dependence of the magnetization for
SMg S 4MNOs.

7. RESULTSAND ANALY SIS OF SMALL-ANGLE
POLARIZED NEUTRON SCATTERING
MEASUREMENTS

Typical temperature dependences of the magnetic
small-angle scattering intensity I,(T) and the polariza-
tion P(T) are plotted in Figs. 6 and 7. The values of
I+(T) were calculated as

Im(T) = 1(T) = 1(300 K), )

where I(T) is the experimentally measured intensity,
and the polarization P(T) is normalized to the polariza-
tion of the incident neutron beam. Figure 7b gives the
temperature dependence of the integrated magnetic
scattering cross section Z(T) in the range of small g (in
practice in the central counter of a detector with g <
0.003 A1) which is determined from the depol arization
data. According to [31] (see dso [32] and the literature
cited there) the depolarization of neutrons after passing
through the sample may be considered to be the result
of integral scattering at magnetic inhomogeneities
within the angular width of the transmitted beam:

P = Pyexp(—gZL), %)

where g < 2 is a coefficient which depends on the ori-
entation of P, relative to k, and L is the sample thick-
ness. Thus, by measuring the depolarization it is possi-
ble to study the total scattering cross section in the
range d < gmin (dmin 1S the resolution of the counter) and
to obtain integrated information on large-scale mag-
netic inhomogeneities having the characteristic dimen-
sion R> 1/qin-

On analyzing the dependences P(T) and I,(T) we
can confirm the following.

(a) Scattering increases with decreasing T in ranges
of small q < g, and g > 0.003 Ai.e, 3(T) and I (T),
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Fig. 6. Temperature dependences of the polarization P inthe
central counter (g < 0.0003 A1) and the neutron magnetic
scattering intensity |, for an Smy _,Sr,MnO3 sample with
x=0.4forH=0 (e, ¢) and H = 4.2 kOe (»). The neutron
depolarization datafor thex = 0.25 sample (O) for H =0 are
taken from [22].

respectively. The transition takes place over a larger
range of T and the temperature dependences of the scat-
tering have typical sectionswhich are very different for
x = 0.4 and 0.25 (data for x = 0.25 were taken from
[22]).

(b) Temperature hysteresis is observed on the
dependences 1 (T) and P(T).

(c) The depolarization AP(T) = 1 — P(T) in weak
fields increases with decreasing T (not exceeding 80%)
and decreasesat T < 40 K.

(d) The scattering exhibits a strong dependence on
the field H where the scattering cross section increases
with H in the range of small g < g, [depolarization or
¥(T)] and decreases in the range g > 0.003 A [i.e,
I+(T)]. An exception istherange T = 130-110 K where
I(T) depends weakly on H while Z(T), conversely,
increases relatively rapidly inthefield H = 4200 Oe. In
addition, in thisfield we observe that the transition tem-
peratureis shifted to 130 K.

The SAPNS data show that in the low-temperature
phase the Sm system is magnetically highly inhomoge-
neous. The authors will not attempt to interpret al the
nuances of the observed temperature and field depen-
dences of small-angle scattering. Our task is to attempt
to give a qualitative explanation of the observed effects
taking into account research by other methods. Thefirst
guestion is the extent to which the observed magnetic
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Fig. 7. Temperature dependences of (a) the magnetic
scattering intensity | ,with g = 0.01 A~! and (b) the inte-
grated magnetic scattering in the range g < 0.003 A-Ltor
Smy _, S, MnO3 sampleswithx=0.4and H = 0 (e), 130 (0),
800 (m), 1240 (), 4200 Oe (»). The data for the x = 0.25
sample (O0) for H = 0 were taken from [22].

scattering is associated with the aggregate inhomoge-
neity of the system, since the samples being studied are
powder samples in which magnetic scattering can take
place at grain/pore boundaries. Using a polarized neu-
tron method, we can give an estimate of the contribu-
tion of this scattering to the total magnetic scattering.
The intensity of the scattering of polarized neutrons at
a magnetized sample I(T, ) may be expressed in the
form

I(T, ) O Fa(T, 6) + 2F (T, Q) F (T, 6) + Fi(T, ),

I(T, Q) = FiT,q), 1T,0) = Fi(T,q),
lmn(T, @) = Fo(T, F (T, 0),

where |, and | ,, are the nuclear and magnetic scattering
at magnetic density fluctuations having amplitudes F,
and F,, respectively, and |, is the magneto-nuclear
interference term. For simplicity we shall assume that
F., includes a geometric factor for the relative orienta-
tion of the vectors g and m, where m is the magnetic
moment of the sample. All three terms in (3) can be
measured independently and as aresult we can find the
ratio of the magnetic scattering intensities obtained
from measurements of the interference term and caused
by scattering at graing/pores (see below) to the total
magnetic scattering intensity (1).

©)
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Fig. 9. Time dependences of: (a) the neutron intensity inthe

central counter (m) and the scattering for g = 0.01 A1 (@)
and (b) the normalized magneto-nuclear interference effect

Pint = (I" = 17)/1,, during condensation of N, in sample
pores. Smgq gSrg4MNnO3 sample, T= 70 K, H = 130 Oe.

The interference term 1,,,, can be measured as the
difference A between the scattering intensities of neu-
trons polarized paralel (I7) and antiparallel (1*) to the
applied magnetic field H:

A=1*—1"=4F (T, q)F.T, q). (4)

It was shown in [22] that for Sm samples with x = 0.25
and 0.4 an interference effect is observed whose mag-
nitude normalized to the total magnetic scattering P;, =
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A1, does not exceed 2% in fields up to 1 kOe. In this
study and references cited in it the authors determined
the conditions for observation of interference scattering
a magnetic-nuclear cross correlations which, in accor-
dance with the optical theorem, changessignfor g — 0.

Figure 8 gives the temperature dependence P;(T)
for a sample with x = 0.4 in fields up to 4.2 kOe. The
interference effect may be caused by scattering at
cross-correlated intragranular magnetic and structural
fluctuations on scales of hundreds of angstrom and at
grain/pore boundaries (when the grains are magne-
tized) or at both. The fundamental possibility of study-
ing the cross-correlation magnetic and lattice sub-
systems will be discussed below. The existence of the
second scattering channel is confirmed by the depen-
dence of the interference effect with varying nuclear
contrast using a method of gas condensation [33] (in
this case nitrogen) in the sample pores. Figure 9 gives
time dependences of the change in the interference
effect (b), the intensity in the central counter (g = 0)
and the scattering for g = 0.01 A% (@) during the nitro-
gen condensation process.

From independent measurements of |, and |, we
found that, for example at T =100 K and H = 130 Oe
theratioisa = Fﬁ/ an = 3. [In these order-of-magni-
tude estimates we neglect the difference in the momen-
tum dependences 1 ,(q) and I ,(q). The dependence | (q)
will be considered subsequently and the nuclear scat-
tering which is mainly determined by scattering at
grain/pore boundaries is satisfactorily described by the
asymptotic form I,(q) O g for q= 4 x 103 A-1] Bear-
ing in mind that P;,(T) does not exceed 6—7% in al
measurement regimes and that the magnetic scattering
increases no morethan fourfold relativeto that at 100K as
the temperature decreases, the value of 3, which is the

ratio of the values of Fﬁ1 obtained from measurements

of the interference term and from measurements of the
magnetic scattering may have the upper estimate (i.e.,
maximum P;,,, and minimum o)

2

— int < —3
B 160(T, H) 107

This ratio is an upper estimate of the fraction of the
magnetic scattering at grain/pore boundariesin thetotal
magnetic scattering since we assumed that all the inter-
ference scattering takes place merely in one channel.

Hence, to within 103 the magnetic scattering whose
temperature dependences are plotted in Fig. 7 involves
scattering at magnetic fluctuationsin grains. An analy-
sisof the dependencesl| (q) showed that these are accu-
rately described by the expression:

_ A
Im(Q) - (q2+K2)2! (5)

No. 5 2000



MESOSCOPIC MAGNETIC INHOMOGENEITIES IN THE LOW-TEMPERATURE PHASE

300 T T T T T T
o (o]
(<r
& 200 |,
100 1 1 1 L L 1
(%) 4+ n
g
. 3F .
<
<
< 2r .
1 - .
0

Fig. 10. Temperature dependences of (&) the correlation
radius R, and (b) the parameter A for Sm; _,Sr,MnO3 sam-
ples under various measurement conditions: a—x = 0.4,
coolinginfieldsH =0 (0) and 4.2 kOe(a); x=0.25, cooling
a H=0(O)[22]; b—x = 0.4, cooling & H = 0 (0) and
4.2 kOe (a) and heating at H = 0 (®). Thelinesin the upper
diagram were drawn by eye.

where Aand kK = 1/R. arefree parameters and R. hasthe
meaning of the characteristic correlation radius. In the
coordinate representation expression (5) correspondsto
scattering at the spin correlation function [§, §Owhich
decreases exponentially with distancer:

(S, 9) Uexp(=/Ry). (6)

Values of the parameters A and R, obtained by convo-
luting the Lorentzian (5) with the resolution function of
the system are plotted in Fig. 10. It can be seen that the
characteristic correlation radius R, depends weakly on
temperature unlike the parameter A which, in accor-
dance with the variation of 1,(T), follows the tempera-
ture variations of the magnetic moment and the mag-
netic inhomogeneity density having the characteristic
dimension R..

Figure 11 gives the temperature dependence of the
ratio |,(q)/Z which primarily characterizes the change
in the topology of the magnetic inhomogeneities since
in the magnetic cross section ratio the dependence on
the induction should be reduced in a first approxima
tion. Thisratio is essentially the ratio of the magnetic
scattering in the detector counter at the angle 6, which
corresponds to q = 0.01 AL, to the magnetic scattering
in the central counter of the detector (6 = 0). It can be
seen that |,/% shows a stable tendency to decrease with
decreasing temperature and increasing magnetic field
which may be interpreted as an increase in the density
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Fig. 11. Temperature dependence of theratio of theintensity
of neutron magnetic scattering |, with ¢ = 0.01 Altothe
magnetic scattering Z in the range q < 0.003 ALl for an
Smg 6Srg 4MnO3 sample under cooling in various mag-
netic fields: H = 0 (@), 130 (o), 800 (m), 1200 (¥), and
4200 Oe (»).

of large-scal e scattering inhomogeneities with decreas-
ing temperature and increasing magnetic field. An
exception is the temperature range T < 40 K. An
increase in P(T) with decreasing T istypical of areen-
trant spin-glass transition accompanied by the forma-
tion of acluster spin glass phase [34].

The changein thetopology of the magnetic inhomo-
geneitiesis also confirmed by the strong depolarization
with decreasing temperature and increasing field up to
4200 Oe. Theincrease in the depolarization in fields up
to 4 kOe impliesthat the magnetic momentsin the low-
temperature ferromagnetic phase are not completely
oriented parallel to the field in this range, i.e., the sys-
tem exhibits fairly strong magnetic anisotropy. For
instance, the maximum value of AP is approximately
80% for H = 0 and reaches 100% for H = 4200 Oe. We
can show that even for the maximum magnetic moment
of the Mn atom scattering at ferromagnetic fluctuations
on the scale R, cannot give depolarization greater than
20%. For estimates we can use the formula[32]

P _ 1ryB(Mcf
P eXp[_EDTD RCL] (7

where y is the neutron gyromagnetic ratio, B(T) =
4TiM(T) is the induction of the ferromagnetic region of
dimension R, v is the neutron velocity, and L is the
effective thickness of the sample. [Formula (7) agrees
with (2) provided that the change in the phase of the
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neutron wave at fluctuations R, issmall, i.e., yBRJ/v <
21, and apart from a numeric factor agrees with the
classical depolarization formula obtained by Halpern
and Holstein [35]. For example, if the magnetic
moment of the Mn atom is 44z and the effective sample
thickness is L = 1.5 mm the depolarization is <15%.
However, if we assume homogeneous ferromagnetic
ordering on the grain scale the depolarization for H= 0,
the minimum magnetic moment of the Mn atom around
1pg, and the given sample thickness, should be 100%.
The experimental data on the temperature dependences
of the scattering |(T) and the polarization P(T) (see
Figs. 6 and 7) may agree if we assume that in addition
to fluctuations having the characteristic scale R., the
system also has larger-scal e ferromagnetic fluctuations
from which scattering takes place almost in the central
counter so that it is only recorded from the change in
polarization. For instance, the presence of approxi-
mately 20% ferromagnetic fluctuations having dimen-
sions of 5000-6000 A can give a depolarization of
around 80%. Data on the depolarization only give a
qualitative estimate of the sizes of the magnetic regions
since its value depends (apart from the size) on the
magnitude and distribution of the induction in these
regions and also on the concentration of these regions.

8. DISCUSSION OF RESULTS

An analysis of the neutron diffraction data and mag-
netic small-angle polarized neutron scattering data for
this manganite unambiguously indicate that this con-
tains magnetic and nuclear inhomogeneities which
evolve with temperature. This pattern agrees with the
results of electron diffraction and microscopy which
have revealed the coexistence of structural P- and
I-types for a compound having this composition. A
reduction in temperature leads to the appearance of
incommensurate superstructures in the P-phase which
is treated in [18] as the appearance of aloca charge-
ordered stateat T = 140 K. Thisconclusion is consi stent
with the (1/2, 1/2, 1) peak associated with the magnetic
CE structure observed by us in the 1.5-150 K range.
The magnetic nature of this peak is confirmed by the
appearance of hysteresis of the second harmonic of the
magnetization at T = 160 K and below [26], and its low
intendty indicates that the charge-ordered regions have a
smadl bulk fraction. At the same time, no |-type structure
could be clearly identified from the neutron diffraction
data. Possible reasonsfor thisare the following.

(1) The similarity between the structural parameters
of the P- and I-structures and the small fraction of the
I-phase which make it impossible to resolve the struc-
tures at the level of instrumental resolution used. This
point is supported by the line broadening and the exag-
gerated Debye-Waller factors. In addition, neutron dif-
fraction gives a pattern averaged over the bulk of the
sample whereas electron methods study regions near
the surface.
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(2) The absence of a magnetic field in the neutron
diffraction experiments. For example, a magnetic field
of the order of 1-2 T was applied in the electron micro-
scope experiment [18]. In particular, the difference
between the neutron diffraction and electron micros-
copy datain PrqsSr,sMNnO; manganite was ascribed to
thisfactor [36]. In our case, the sensitivity of the struc-
ture to a magnetic field follows from the magnetoresis-
tance data: in a 24 kOe field the characteristic kink on
the temperature dependence of the resistance disap-
pears at T = 180 K which corresponds to a OO' struc-
tural transition. In addition, the results of SAPNS mea-
surements reveal a strong dependence of the mesos-
copic inhomogeneity topology on the magnetic field.

An analysis of the magnetic diffraction results
revealed the coexistence of severa types of magnetic
ordering (A, F, CE). The reason for the appearance of
different magnetic phases in manganites is usually
assumed to be competition between ferromagnetic dou-
ble exchange and antiferromagnetic superexchange
(see, for example, [37]). Using the nominal magnetic
moment for manganese at a given concentration,
Mn3/Mn*, and the experimental magnetic moments,
we can approximately estimate the fraction of manga-
nese atomsin the different phases. At T = 1.5 K 60% of
the manganese atoms form the ferromagnetic phase,
15% are antiferromagnetically ordered, and the remain-
ing fraction of the manganese atoms (25%) makes no
contribution to the magnetic diffraction. The reason for
this may be the small sizes of the magnetically ordered
regions containing 25% of the manganese atoms and
forming at low temperatures an additional magnetic
phase of the cluster spin glass type whose presence in
these perovskites has been discussed in many studies
[7, 38, 39]. Indications of aspin glass state may include
a difference in the measurements of the magnetonu-
clear interference term as a function of the cooling
regime [in zero field (ZFC) followed by application of
the field H or in the field H (FC) [22]], a differencein
the magnetization in the ZFC and FC regimes at T <
40-50 K [24], and characteristic depolarization behavior
at T<40K inwesk fields[34]. Theformation of magnetic
inhomogeneities having characteristic dimensions of
around 200 A which depends weakly on temperature
and field is attributed to the evolution of ferromagnetic
correlations with decreasing temperature against a
background of competing antiferromagnetic regions. In
order to complete the scenario we aso need to include
the existence of large-scale ferromagnetic correlations
(thousands of angstrom) which ensure the observed
depolarization. A contribution to the small-angle mag-
netic scattering may also be made by antiferromagnetic
regions having scales of hundreds of angstrom formed
inside large-scale ferromagnetic regions, i.e., “mag-
netic holes’ in ferromagnetic regions. The transition to
the ferromagnetic phaseis evidently accomplished by a
percolation manner where ferromagnetic correlations
having dimensions of around 200 A mergeinto clusters
of around 1000 A. This scenario can at least reconcile
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the small-angle scattering and neutron depolarization
data. Similar scales of ferro- and antiferromagnetic
regions were observed by electron microscopy in an
(La, Pr, CAMnO4 system in [4Q]. In this system, how-
ever, the authors observed oriented ordering of ferro-
magnetic regionsin fields up to 4 kOe which is not the
casein an Sm system, aswe have a ready noted because
in this range of magnetic fields the depolarizationisfar
stronger than in zero field. We can postulate that in an
Sm system the anisotropy is stronger. The SAPNS data
indicate that the magnetic mesostructure of an Sm sys-
temwith x=0.4 and 0.25 differs(seeFigs. 6, 7, and 10).
These differences possibly characterize the absence of
atransition to the metal state at deficient strontium con-
centration.

An important characteristic of the transition to the
magnetically ordered state is the strong hysteresis of
the depolarization and small-angle scattering and the
appreciable hysteresis of thelattice constants. Thishys-
teresisisnatural for apercolation transition. Inthis con-
text it should be noted that the concept of the Curie
temperature T used to describe the phase diagrams of
the Sm system and similar systemsis very arbitrary.

Using polarized neutrons in the small-angle experi-
ments makes it possible to measure the magneto-
nuclear interference on a suitable scale. Here these
measurements were mainly used to give an upper esti-
mate of the ratio of the magnetic scattering intensity at
grains/pores to the total magnetic scattering assuming
that al the interference scattering takes place only in
one channel. Such an estimate is required for powder
samples. However, the method in principle providesthe
unique experimental possibility of studying intercorre-
lations between the magnetic and | attice subsystems on
a scale of 10-1000 A. There is some basis for their
existence. First, experiments show (Fig. 9) that thetime
dependence of the interference term in nuclear con-
trasting clearly does not tend to zero and second the dif-
fraction peaks are only satisfactorily described using a
microdeformation model. However polycrystalline or
single-crystal samples are required for these measure-
ments. Nevertheless, we note once again that the
SAPNS method gives more adequate information for
powder experiments. This in turn provides a unigue
possibility for directly comparing the SAPNS and NPD
results obtained for the same sample.

9. CONCLUSIONS

A combined analysis of experimental data on the
macroscopic properties (magnetoresistance, magneti-
zation, magnetic susceptibility), microscopic structural
parameters (neutron powder diffraction), and mesos-
copic characteristics (magnetic small-angle polarized
neutron scattering) suggests the following pattern for
the temperature evolution of Smg ¢Sry,MnOs;.

() At T = 180 K a structural transition takes place
from the O to the O' phase associated with the evolution
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of well-defined Jahn—Teller distortions of the manga-
nese-oxygen octahedrons. The temperature depen-
dence of the resistance, having a polaron character,
exhibits a singularity corresponding to an increase in
activation energy.

(b) At T = 160 K the antiferromagnetic correlations
appearing in part of the sample lead to charge and
related magnetic CE ordering. These effects lead to the
formation of an elongated section on the magnetic sus-
ceptibility and magnetization curves [18], the appear-
ance of the (1/2, 1/2, 1) magnetic peak, and hysteresis
of the second harmonic of the magnetization [26].

(c) From T = 110120 K a spontaneous magnetic
moment appears in the system and increases. In this
case, ferromagnetic (F) and antiferromagnetic (A and
CE) phases coexist. A magnetic diffraction analysis
showsthat even at low temperatures, around 25% of the
manganese atoms make no contribution to the mag-
netic diffraction peaks. However, an analysis of the
small-angle scattering in this temperature range indi-
cates that magnetic inhomogeneities having character-
istic dimensions of around 200 A and of the order of a
few thousand angstrom coexist in the system.

(d) At T <40 K some of the manganese atomswhich
make no contribution to the magnetic diffraction form
a magnetic phase, evidently of the cluster spin glass
type, which leads to an increase in the polarization of
the neutrons transmitted by the sample and explains
why the temperature dependences of the magnetic
characteristics differ from the magnetic prehistory of
the sample.

Quite clearly, the main result of this study isthat we
have obtained experimental evidence that in a system
with competing magnetic interactions the coexistence
of magnetically different but structurally similar phases
isenergetically favorable. The mechanism for the phase
separation remains unclear although the scales of the
mesoscopic inhomogeneities do not suggest electron
phase separation. The existence of magnetic inhomoge-
neities in the system and the dependence of their topol-
ogy on the magnetic field indicates that the negative
magnetoresistance effect may be attributed to charac-
teristic features of the magnetic mesostructure.
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Abstract—An analysisis made of the behavior of amagnetic droplet suspended in aliquid in ahigh-frequency
uniform, rotating magnetic field. In weak fieldsthe droplet is spheroidal whilein strong fieldsit is disk-shaped.
The observed change in the shape of the dropl et asthe amplitude of the field increases depends on the magnetic
permeability p of the liquid and takes place according to three scenarios: (@) for small | the spheroidal droplet
is continuously converted into a disk; (b) for intermediate P there is a range of fields in which the droplet
becomes atriaxial ellipsoid with its major axis lying in the plane of the field, and spheroid-triaxial ellipsoid—
disk transitions take place as a result of a soft bifurcation; (c) at high p both transitions are hard. Theoretical
calculations are made of the stability curve for the various droplet shapes. It is predicted that a change in the
types of droplet shape bifurcationswill occur in strong fields. A comparison is made with the experimental data.

© 2000 MAIK “ Nauka/Interperiodica” .

Studies of equilibrium shapes of rotating volumes of
liquid in order to describe the shape of the planetswere
started as early as the mid nineteenth century [1] when
Plato also conducted the first experiments. Since it is
clearly impossible to smulate gravitating volumes of lig-
uid under laboratory conditions, in these experiments the
role of the planet was played by an ordinary liquid droplet
whose shape was determined asaresult of the competition
between surface and centrifuga forces. The main Plato
methodology, that isto say the neutral buoyancy of adrop-
let and setting it in motion using arotating drum, are still
retained to some extent today. Alongside the traditional
Plato technique, in modern experiments the droplet is
suspended under conditions of weightlessness[2] or by
the action of an ultrasonic wave [3]. Rotation of the
droplet is aso achieved by acoustic methods[3]. There
is also a simpler method of rotating the droplet. If a
magnetic fluid, comprising a colloidal suspension of a
magnetic substance in an ordinary liquid [4], is used as
the droplet material, the droplet will rotate when it is
placed in arotating magnetic field. This approach was
implemented by us in [5] where we studied the behav-
ior of a magnetic droplet in a low-frequency (~1 Hz)
externa field and observed that the droplet bresks up into
two smaller volumes as its rotation speed increases. An
increasein the frequency of the field does not generally
lead to asignificant increase in the rotation speed of the
droplet. This observation is exactly the same as the so-
called rotation effect, in which alayer of magnetic fluid
is entrained by a rotating magnetic field [4]. In this
effect the angular rotation speed of theliquid is severa
orders of magnitude slower than the rotation speed of
the field. However, it is possible in principle to achieve
rapid rotation of adroplet under the action of arotating

magnetic field exactly the same as the suspension of a
droplet in air in a graded magnetic field. Before con-
ducting such an experiment we must first determine how
the magnitude of arapidly rotating magnetic field and the
magnetic properties of the magnetic fluid influence the
equilibrium shape of the droplet.

In the present study we report an experimental
investigation of the behavior of droplets of magnetic
fluid in auniform rotating magnetic field at 55 Hz. This
field frequency is high in the sense that it is much higher
than therotation frequency of thedroplet (<1 Hz). For this
frequency ratio the predicted droplet shapeis an oblate
ellipsoid of revolution whose maximum cross section
coincides with the plane of rotation of the field. We
know that in a static field the droplet is an ellipsoid of
revolution elongated in the direction of the field [6].
Thus, when the field rotates rapidly and the droplet
shape cannot keep up with its change, it is predicted
that the prolate ellipsoid will become “smeared” in the
plane of the field and will be converted into an oblate
ellipsoid. We denote the semiaxes of the droplet elip-
soid by a, b, c where thefirst two lie in the plane of the
field and a = b. In our experiment as the amplitude of
the field increased, the droplet was successively con-
verted from a sphere to a spheroid (a = b > c) and then
to a disk, i.e., a highly oblate ellipsoid of revolution
(a=b > c). However, this sequence of continuous flat-
tening of the droplet, beginning with aspherical droplet
in the absence of afield and ending with a disk-shaped
droplet in strong fields, only occurs when the magnetic
permeability of the magnetic fluid islow. For p > 5we
observed unexpected behavior of the droplet shape
which underwent two successive bifurcations. First,
above a certain field G, the spheroidal droplet became
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1
80 Bo

Fig. 1. Stability diagram of equilibrium droplet shapes. The
numbers indicate the ranges of parameters for which the
droplet is a spheroid (1), atriaxia ellipsoid (2), and a disk
(3). The solid curve gives the results of calculations using
formulas (2) and (3), thefilled triangles give the experimen-
tal datawith increasing field and the unfilled triangles give
the data for decreasing field. The notation A, B, C, F is
defined in the text.

20 40 60 80 Bo

Fig. 2. Droplet semiaxisratio a/b in the plane of thefield as
a function of the Bond number for p = 5.94. The symbols
give the experimental data for three droplets having differ-
ent initial radii, A and B are the bifurcation points. The solid
curve givesthe results of the cal culations using formulas (2)
and (3).

elongated in the plane of the field, being converted into
atriaxial elipsoid (a > b > ¢), then it began to be com-
pressed, and finally it was converted into a disk in the
field Gg.

In order to make a detailed study of the effect, we
used six concentrated magnetic fluids having magnetic
permeabilities between 5.8 and 20.4. For each magnetic
fluid we prepared samples of between three and seven
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droplets, whose radius R in the absence of the field was
2-5 mm. We suspended each droplet in an agqueous
solution of zinc chloride. We determined the coefficient
of surfacetension o at the interface between the dropl et
and the solution by a standard method [6] using the
elongation of the droplet in a static field. We then
placed the droplets in a high-frequency rotating mag-
netic field and we determined the limits of the range of
field amplitudes G, and Gg for its existence in the form
of atriaxia ellipsoid. Both shape-bifurcation fields for
droplets of fixed magnetic permeability depended on
their dimensions as G, g [ R*Y2. Thus, we calculated
the corresponding values of the Bond magnetic num-
bers Bo = G?R/g which were averaged over a set of
droplets having the same magnetic permeability p. In
this way we determined the range of p—Bo parameters
for which the droplet exists in the form of a spheroid,
triaxial ellipsoid, or disk. The maximum amplitude of
the magnetic field in the experiments was 50 Oe which
corresponded to Bond numbers of ~150. The experi-
mental data are plotted in Fig. 1. An important charac-
teristic of the conversion of the droplet from a spheroid
to atriaxial ellipsoid and back is that for u < 11 both
transitions are soft. This property is reflected in Fig. 2
which gives the experimental results for the semiaxis
ratio a/b as a function of the Bond number. It can be
seen that as the field increases near the bifurcation
points A and B, the ratio a/b varies monotonically. Bifur-
cations of the droplet shape at high p take place com-
pletely differently. In our experiments when the field
reached the value G, a droplet with p = 20.4 was
abruptly converted from a spheroid to atriaxial ellip-
soid with the semiaxisratio a/b = 6. The reverse transi-
tioninstrong fieldsisalso hard: atriaxial ellipsoid with
the semiaxis ratio a/b = 10 is abruptly converted to a
disk. The hard instability at high magnetic permeabili-
tiesis accompanied by the appearance of hysteresis of
the droplet shape, i.e., the magnitudes of the transition
fields and the geometric dimensions of the droplet
become different for increasing and decreasing ampli-
tude of the field.

We shall now make a theoretical analysis of the
problem of droplet behavior in a rotating high-fre-
guency magnetic field. In this problem there are severa
physical mechanisms determining the shape of the
droplet, i.e., the magnetic field, the surface tension at
the interface, and the flow created inside and outside
the droplet. However, the role of this flow is insignifi-
cant. This is deduced from a ssimple estimate of the
characteristic values of the viscous and hydrodynamic
pressures and from our experimental data obtained as
the field frequency increases. It was found that the fre-
guency of thefield merely (weakly) influencesthe rota-
tion speed of the droplet but not its shape. Thus, we can
predict that the droplet shape is determined as a result
of competition between magnetic and surface stresses.
We take the axes of a coordinate system rotating with
the droplet asfollows: the x axisis positioned along the
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major axis of the ellipsoid and the zaxisliesin the same
direction as the vector of the angular rotation velocity
of thefield w. Let us assumethat G is the amplitude of
the field and the rotation speed of the field is much higher
than the rotation velocity Q of the droplet, w > Q. The
droplet energy is equal to the sum of the surface and
magnetic energies:

2
E = GS—\%(M1+ M,). (1)

Here S and V are the surface area and volume of the
droplet; M; = (U —1)/41(1 + (1 — D)n,), M, is obtained
from M, by substituting 1 — 2 intheindex; n, and n,
are the demagnetizing factors in the plane of the field,
along the x and y axes, respectively. The magnetic con-
tribution to the energy was formulated using the well-
known result for the magnetization of auniformly mag-
netized ellipsoid [7] assuming that | is independent of
the field, averaging over the period of the field, and
neglecting the dispersion of the magnetic permeability
of the magnetic fluid which is vanishingly small at
these field frequencies (~100 Hz) [4]. By varying (1)
according to the semiaxis ratios a/b and a/c at constant
droplet volume, after simple but cumbersome calcula-
tions we abtain a system of equations to determine the
droplet shape. After writing the ellipsoid semiaxes a, b,
and c in units of the droplet radius R without the field,
this system finally hasthe form

Ay(a’~b) + c*(fig — )
@
= ZBo(M(n} + 2n;) - Mi(n] + 2n)),

—hy (@ +b%) + ny(2a° = %) + Ny(2b° =)

= 2mBo(M3n; + M2n}),

©)

where n] = (n,b? —nyc?)/(b? - ¢?), the values of n; and
n; are obtained from n] by means of a cyclic permu-
tation of theindices 1, 2, and 3 and their corresponding
ellipsoid semiaxesa, b, and c. The quantitieswith tildes
n;, N,, and n, denote the demagnetizing factors of a
so-called auxiliary ellipsoid whose semiaxes a, b, and
c are related to the semiaxes of the ellipsoid under
study a, b, and ¢ by the relationships: a = a, b = ac/b,
¢ = c. Introducing an auxiliary ellipsoid can signifi-
cantly shorten the notation on the left-hand sides of
Egs. (2) and (3) which contain cumbersome expres-
sionsfor elliptic integrals. We note a simple property
of the auxiliary elipsoid. The prolate ellipsoid of rev-
olution (a > b = c) corresponds to the oblate auxiliary
ellipsoid of revolution (a = b > ¢).

We shdll andyzethissystem of Egs. (2) and (3). It has
a solution in the form of an oblate ellipsoid of revolu-
tion (a=b > c) for any values of thefield. In this case,
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Eq. (2) is converted into an identity and EqQ. (3) deter-
mines the implicit dependence of the eccentricity e =

NI (c/a)2 of the ellipsoid on the Bond number in the
form

_ a1 f
Bo = 4T[qm+n1|:|

€ 1+e’—n,(3+¢€)
(1-e)-1+€ +n(3-2¢")

(4)

Equation (4) describes continuous flattening of the
droplet with increasing field, beginning from its spher-
ical shape in the absence of the field. This solution is
only stable for comparatively low magnetic permeabil-
ities of the magnetic fluid. From p = 5.08 another solu-
tion appears in the form of a triaxial ellipsoid which
exists in a bounded range of magnetic field amplitudes
G, and Gg and corresponding Bond numbers. Having
appeared, this solution is always energetically more
favorable than the spheroidal one. The scenario for
spheroid—triaxial ellipsoid—disk transitions of the drop-
let al'so depends on . Figure 2 gives the curve for the
droplet semiaxisratio a/b calculated using Egs. (2) and
(3) in the plane of the field for u = 5.94. It can be seen
that both transitions are the result of a soft bifurcation:
the dependence of the deviation of a/b from unity is
continuous in terms of the Bond number. Near the
bifurcation points this dependence obeys a square-root

law: alb—-10 ,/Bo—Bo, and 0,/Bog—Bo, respec-
tively. A further increase in W is accompanied by a
change in the type of transitions from soft to hard. It
follows from the solution of system (2) and (3) that this
changeinthetype of bifurcation should be observed for
M =11inweak fieldsand p = 14 in strong fields.

Figure 3 gives cal culated dependences of the droplet
semiaxis ratio a/b near the bifurcation pointsfor amag-
netic fluid having the permeability u = 15. A character-
istic feature of the behavior of the curve in weak and
strong fields is the appearance of the unstable branches
AC and EF which correspond to the maximum of the
droplet energy. Consequently, hysteresis of the droplet
shape occurs: asthefield increases, aspheroidal droplet
is abruptly elongated to form atriaxia elipsoid in the
field G, (shown by the dashed line AD in Fig. 3)
whereasthe reversetransition with decreasing field also
takes place abruptly but at lower values of the field G..
The behavior of the droplet in strong fields is similar:
asthe amplitude of thefield increases, the droplet shape
undergoes a hard bifurcation near point F (curve FK).
The result for the disk—triaxia ellipsoid transition
which takes place with decreasing field was unex-
pected. It can be seen from Fig. 3 that this transition
should be accompanied by achangein thetype of bifur-
cation: initially a soft bifurcation takes place near point B
(curve BE in Fig. 3) and as the field decreases further,
this is replaced by a hard bifurcation (curve EG). We
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Fig. 3. Droplet semiaxisratio a/b in the plane of thefield as
afunction of the Bond number near the bifurcation points
for p = 15.

were unable to record this change in the type of bifur-
cation experimentally because of the narrow range of
fields Gg — Gg which is comparable with the sensitivity
limit of our equipment. Thus, it isimpossibleto state at
the present time whether this type of transition doesin
fact occur or whether it is an artifact of the proposed
model. In our experiments using concentrated magnetic
fluids having permeabilities of 16.6 and 20.4 we reli-
ably established that the dropl et shape changes abruptly
in accordance with the theoretical analysis and that
hysteresis exists in weak and strong fields. For concen-
trated magnetic fluids the experimental values of the
ratio a/b were 10-50% (depending on the field) lower
than those calculated using Egs. (2) and (3). The main
reason for this deviation is the appearance of magneti-
zation saturation effects for the concentrated magnetic
fluids in strong fields. The magnetization curves M(H)
depend strongly on the disperse composition of the
magnetic fluid and outside the initial (linear) section
they are highly individual for different magnetic fluids.
Thus, we neglected these effects in the theoretical part
of this study.

We shall now analyze Fig. 1 which gives the calcu-
lated stability diagram of the droplet shapesin addition
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to the experimental data. The stability boundaries A, B,
C, and F correspond to similar bifurcation points in
Fig. 3 obtained for various permeabilities y. The line
described by the bifurcation point E at which the bifur-
cation regime changes (seeFig. 3) liesvery closetoline B
and isnot shown in Fig. 1. It can be seen that the exper-
imental and theoretical data show good agreement
except for the case of concentrated magnetic fluids and
strong fields for which the saturation effects are appre-
ciable.

Hence, droplets of magnetic fluid in arapidly rotat-
ing magnetic field are either converted continuously
from aspheroid to adisk or viaatriaxial ellipsoid stage
as the amplitude of the field increases. Does the life of
the droplet end with this? It would seem not. As the
field increases further, a set of needles (up to severa
tens) forms around the perimeter of the increasingly
oblate droplet, converting the droplet into a “ starfish.”
An experimental and theoretical study of the disk-
shaped droplet stage in strong fields was made in [8].
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Abstract—An investigation is made of nonlinear oscillations of the field and current in semiconductor super-
lattices driven by strong terahertz radiation. Regimes of periodic, quasi-periodic, and stochastic self-oscillations
are determined and mechanisms for their formation are discussed. It is shown that the self-oscillation spectra
are many-valued functions of the externa field amplitude and the static field in them is either absent, weak, or
fractionally quantized. Previoudly predicted states of self-induced superlattice transparency and dynamic elec-
tron localization are destroyed as aresult of the evolution of dissipative and parametric instabilitiesand can only
be observed in transient processes whose duration decreases with increasing electron concentration. © 2000

MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

A semiconductor superlattice is a single-crystal
structure whose chemical composition varies periodi-
caly in space at distances (1-10 nm) greater than the
periods of the crystal lattices of its constituent materi-
als. This structure exhibits an additional periodic
(superlattice) potential which leads to splitting of the
Brillouin quasi-momentum zones and the allowed elec-
tron energy bands in the initial homogeneous materias
into a set of relatively narrow (10-10° cm™) Brillouin
minizones and narrow (10°-10" eV) dlowed and for-
bidden energy minibands[1-3]. Asaresult of the small
dimensions of these minibands the superlattice
becomes a highly nonlinear and unstable medium even
in relatively weak electric fields (10>-10* V/cm) [4]. In
general, some contribution to the electron conductivity
is made by intraminiband electron motion, intermini-
band transitions within a single band, interband transi-
tions, and processes containing two or three of these
types of motion simultaneously. We shall confine our-
selves to the single-miniband approximation. The con-
ditionsfor itsvalidity will be given below. Significantly
the corresponding nonlinear conductivities vary non-
monotonically (exhibit oscillatory behavior) as the
amplitude and frequencies of the fields acting in the
superlattice increase.

The clearest manifestation of the nonmonotonic
behavior (oscillatory behavior) of the intraminiband rf
conductivity of the superlattice can befound in the self-
induced [5], induced [6], and selective transparencies
[4] which essentially consist of the following. Under
the action of an rf harmonic field E(t) = E;cos(w;t)
(1> 1, 1 is the relaxation time of the electron

momentum distribution), a nonlinear electric current
appears in the superlattice [4]
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where j, = const, g; = eE;d/hw,, e is the eectron
charge, disthe superlattice period, and J,(X) are Bessel
functions. It can be seen from (1) that for discrete val-
ues of the ratio of the amplitude of thisfield to the fre-
guency for which Jy(g,) = 0, the macroscopic polariza-
tion of the electron gas disappears and the superlattice
behaves almost asalinear dielectric possessing the per-
mittivity of the main crystal |attice and weak (but extre-
mal!) nonlinear absorption. This is self-induced trans-
parency. It isfound [6] that if the superlattice has been
converted to a state of transparency using one rf har-
monic field, it will aso be transparent for another rf
harmonicfield (i.e., it will not be polarized by thisfield)
if the amplitude of thisfield is not too large and the har-
monic frequencies of the fields are not very similar.
Thisisinduced transparency. Unlike induced and self-
induced transparency, selective transparency implies
the alternate disappearance of various harmonics of the
nonlinear current as the amplitudes or frequencies of
the fields acting in the superlattice vary. In a harmonic
field the nth harmonic of the current [see (1)] disap-
pears when J.(g;) = 0.
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In [7] the authors reported the experimental obser-
vation of self-induced transparency in a superlattice
driven by terahertz laser radiation. However, since the
authors only studied the third harmonic of the current
and itisdifficult to convert the external field to thefield
inside the superlattice, the conclusions of this study
cannot be considered to be definitive. Moreover, in
fields with Jy(g,) = 0 dynamic electron localization [8]
and collapse of its quasienergy minibands occurs [9].
This implies that the electron translational motion is
completely converted into vibrational and the maxi-
mum possible buildup of oscillations occurs (since the
width of the energy miniband is finite and the electron
velocity in it is limited), i.e., the energy exchange
between the field and the isolated electrons is most effi-
cient. Thus, when Jy(g;) = O the absorption of the har-
monic field has a maximum which is reflected in the
dissipative current surgein (1). The electrons can trans-
fer the energy acquired from the harmonic field not
only to the lattice but also partly to other fields (includ-
ing the static field), amplifying them. The appearance
of amultifrequency field in the superlattice destroysthe
self-induced transparency which can only exist in the
superlattice under certain conditions (which will be dis-
cussed below). Thus, it is possible that the authors of [7]
observed selective transparency rather than self-induced
trangparency. No observations of induced transparency
have yet been reported in the literature.

Manifestations of the nonmonotonic behavior of the
dissipative conductivities (including inverson of their
sign) in asuperlattice include aternating energy exchange
between harmonic fields[6] and between harmonic and
static fields [10], including absolute negative conduc-
tance (dc negative conductance caused by the absorption
of rf field energy) [4, 5, 10], spontaneous generation of
a static field and a static current [12] by a harmonic
field [4, 11], resonant superheterodyne amplification and
explosive parametric instability of electromagnetic waves
[13, 14]. Absolute negative conductance was observed
experimentdly in [15], dternating energy exchange
between static and harmonic fields was observed in [16],
but we are not aware of any reported observations of spon-
taneous static field generation in a superlattice.

Another manifestation of the nonmonotonic behav-
ior of nonlinear superlattice conductivities is the many-
valued dependence of the intralattice field on the exter-
nal field. The need to allow for this many-valued behav-
ior (multistability) which leadsto hysteresis effectswas
evidently first noted in [17] in astudy of the penetration
of atransverse el ectromagnetic wave into a nondissipa-
tive superlattice. This was also discussed in [18] where
the authors studied the possibility of observing self-
induced transparency experimentally in a superlattice.

The behavior of asuperlatticein agiven internal elec-
tric field with different time dependences has been studied
fairly comprehensively (see, for example, [4, 19] and the
literature cited there). In order to study superlattice
behavior in external fields, at first glanceit is sufficient
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merely to make a suitable many-valued change in the
field amplitudes. This gpproach was used in [17, 18] to
study multistable states in a nondissipative superlattice.
However, this gpproach is not aways correct even for
studying steady states. A correct gpproach must dlow for
thelinear and nonlinear resonances of the el ectrodynamic
system, the inertia of the coupling between the field
inside the superlattice and the external field, dissipative
and parametric instabilities of the fields. As a result of
the combined manifestation of these factors, a superlat-
tice located in a strong external harmonic field is gen-
erally converted to self-oscillatory regimes of which
there may be several. The nature of the transient pro-
cesses and the final state of the system depend on the
electron concentration, the amplitude and frequency of
the external field, the parameters of the external circuit,
and in general, on the initial conditions and the rate of
switching on the external field. Self-oscillation regimes
in a superlattice (in [17, 18] these were not analyzed
because the approximation of a single-frequency inter-
nal field was used) are of considerable interest, particu-
larly in the experimental context. In particular, without
taking these regimes into account it is impossible to
correctly formulate an experiment to study superlattice
transparency.

In the present study we investigate nonlinear oscil-
lations of the field and current observed in one-dimen-
sional superlattices driven by external terahertz radia-
tion or in superlattices connected to an external circuit
with a given voltage source. A specific electrodynamic
system may be a quasioptic system similar to that stud-
ied in [18] in which terahertz laser radiation is fed
inside the superlattice using a microwave antenna. The
equivalent electric circuit corresponding to that used in
the cal culations contains a superlattice of thickness Nd
(N isthe number of periodsin the sample) shunted by a
resistance R, a voltage source V = V,cos(w,t), whose
amplitude is determined by the intensity of the laser field,
an external capacitance C,, which takes into account the
subgtrate surrounding the medium and the series-con-
nected capacitance of the antenna, and also aload imped-
ance r;, which includes the radiation resistances of the
antenna, the contacts, and the voltage source. All the
dimensions of the structure are assumed to be small
compared with the wavel ength. Unlike[12], where sto-
chastic current oscillations were studied, the sampleis
open-circuit to direct current.

Important characteristics of the self-oscillatory sys-
tem under study are as follows.

(1) The same external harmonic field is a source of
self-oscillation energy and traps their frequenciesin a
specific range of its parameters.

(2) The natural frequencies of the system are the
plasma frequency and the frequency of the electron
Bloch oscillations. The frequency of the plasma oscil-
lations depends strongly on the amplitudes of the har-
monics of thetotal field in the superlattice (it may even
go to zero) while oscillations of the macroscopic quan-
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tities at the Bloch frequency (in particular, the current)
only occur in transient processes and are damped rap-
idly.

2. BASIC EQUATIONS

We shall consider an electron superlattice in which
electrons only fill the lower miniband having the har-
monic dispersion law

e(k) = &5(ks) +eq(kp)

_A hK? 2)
= E[l—cos(k3d)] + >m

where A isthe width of the miniband, €5(ks3), €5(k-), and
fiks o are the longitudinal and transverse energies and
the components of the electron momentum 7k, relative
to the superlattice axis, respectively, and misits trans-
verse mass. This miniband is separated from the other
minibands by a distance greater than A, which is the
characteristic nearest miniband gap. We shall assume
that the ectric field E having the characteristic frequency
wisuniform and directed aong the superlattice axis, and
the number of periods in the sample is N ~ 10-103.
A lower constraint isimposed on N by the possibility of
introducing the concept of continuous quasimomentum
and an upper constraint is imposed by the wavelength
of the radiation acting on the superlattice and the
approximation of auniformfield inthelattice. (Thefor-
mation of field domains is neglected in the present
study.) We shall assume that the following inequalities
are satisfied

Ay>HTY, A AT

©)
A, > hw,, eEd, A > eEd.

Thefirst inequality in (3) isrequired for the appearance
of a miniband structure, the second is required for the
existence of a specific dispersion law in the miniband
(itisnot necessary for thevalidity of the qualitative and
even some quantitative results of the present study), the
third allows the analysis to be confined to the single-
miniband approximation, and the fourth (also not nec-
essary for the validity of the qualitative results) com-
bined with the previous three ensures that the semiclas-
sical description of electron behavior in theminiband is
valid. Assuming that these conditions are satisfied, the
electron and field behavior in the superlattice will be
described by the Boltzmann equation in the t-approxi-
mation,

of (k, 1)

L EEAf(k, 1) _ _f(k )= fo(k)

ot h Okg T (@
and the equation of continuity of thetotal current,
dE(t € .
f o i + 2 = ami. @
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Here f(k, t) and fy(k) are the field-perturbed and equi-
librium electron functions, E(t) and j(t) are the electric
field and electron current density in the superlattice,
respectively, Cs = £5/41Nd is the linear capacitance of
the superlattice, g, is the permittivity in the absence of
electrons, j4(t) is the externa current density which
depends on the scheme for connection of the superlat-
tice to the external circuit, and T = const. In a scheme
with a given externa field Ey(t) = E,cos(w;t), we have

£, 0E(t)
4t ot ' ©)

je(t) =

where &, is the permittivity of the external medium. In
ascheme with a given voltage source V(t) = V,cos(w;t)
the external current j(t) is determined by the equations

dV,(t)
Sje(t) = Cr—gi— "
Gecr S = VO-EONG,  @®

where Sisthe area of the superlattice cross section and
V,(t) isthe voltage drop at the capacitance C,.

We introduce the complex function
i dea(k 71
00k ) = [S-estk) - § a2 B - et

where [g;5lJ is the average equilibrium longitudinal
electron energy, multiply the left- and right-hand sides of
Eq. (4) by this function, and integrate over k within the
firgt Brillouin minizone. As aresult, for the average lon-
gitudinal electron energy

1 d’k
= ﬁjes(ks)f(k,t)(z—n)g,

and the current density

683(k3) d’k

we obtain hydrodynamic equations in the following
complex form convenient for investigation:

dq’(t) F[L+HITQM]O() = 1, 9)
where
O(t) = [ (ky, )0 = %—'%, (10)
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n isthe electron concentration, Q(t) = edE(t)/Aw, isthe
instantaneous “Bloch” frequency, j, = hsowél 4T1ed,

2 _ ATne’d’ [ 0
I B 50

is the square of the plasma frequency which describes
linear oscillations of the superlattice plasma in the
absence of externa electric fields.

In order to make a qualitative study of self-oscilla-
tions of the currents and fields, it is not necessary to
introduce the resistances r; and R since dissipating cur-
rent harmonics always exist in asuperlattice in the non-
linear regime. Dissipation in the superlattice must be
taken into account even for r; # 0 and finite R. Neglect-
ing this leads to the absence of spontaneous generation
of the static field which significantly altersthe nature of
the nonlinear oscillations in the superlattice. For quan-
titative calculations we shall assume that the following
inequalities are satisfied

wriC, <1, wRCs>1,
2 11
Ty Forry S
nv =1 +(wCy)

a

where v = N is the superlattice volume, V,, is the
amplitude of the voltage harmonic generated over it,
and summation is performed over al frequencies w.
The last inequality in (11) implies that the losses to the
resistance r; are small compared with the characteristic
lossesinside the superlattice and thefirst two imply that
the circuit has a high Q factor. In this case, terms con-
taining r; and R can be neglected in Egs. (5) and (8) (the
numerical calculations were performed allowing for
these terms) and the antenna capacitance can be
included in Cg (more accurately, its component parallel
to Cg, the series component of the antenna capacitance
isincluded in C,).

The radiation power of the sample at frequency w
can then be determined using the approximate formula

VIR
?orri+(we)

where R, isthe radiation resistance of the sample which
forms part of r;. We shall givetypical values of the sys-
tem parameters taken from [6]: w, = 21tx 0.7 THz, N =
100,d=100A,Cs~C,=7fFR=2Q,1,=7Q,R=
200Q,n=10"cm=3,1=2x 1025, and A = 20 meV.
For these parameters we have w;r;,C; = 0.2, w;RCs= 6,
V,,= 0.2V (taken from the results of the numerical cal-
culations presented below), a = 0.1, P, ~ 104 W; i.e,,
theinequalities (11) are satisfied and the power emitted
by the superlattice is appreciable. At the same time
these estimates show that the resistances r; and R must

P (12)

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

ROMANOV, ROMANOVA

be taken into account to analyze specific experimental
results (at present none are available).

Using the approximation (11) we obtain the follow-
ing self-consistent system of equations for the electric
current j(t), the longitudinal electron energy nig;[) and
theinternal electric field E(t) in terms of dimensionless
variables:

‘*’”dq;%b+[1+iwﬂg(f)]¢(f) =1, (13
‘% = WIMmd(t) = Vsint, (14)

wheret =ty g(t) = Q(t)/w, isthe dimensionless volt-
age incident on asingle period of the superlattice,

_
Léo, U

~  eEyde; .
Vo = hoyg, w
in ascheme with a given external field and

2

W
0w (1+C,/Cy)

~ eV 0

Vo = Wi+ cgcy W°

in a scheme with a given voltage source.

The behavior of the superlattice in a given internal
field with an arbitrary time dependence is described by
the single Eq. (13). Its general solution has the form

() = ()] P(Q)expHE
t (15)
+ Iexpg—t——;—“%)*(mdtl},
0

where
t

Y(t) = expE)—iJ’Q(tl)thL (16)
R 0

The most typical situation is that when the field in the
superlattice can be approximately represented as the
sum of the static and biharmonic fields:

E(t) = E¢c + E;cos(w;t + 8,) + E,cos(w,t +d,). (17)

In accordance with (10) and (15), this field excites the
current density in the superlattice

00

0= Y e

Vi =—®

(18)

x exp[—iv,(wt—98;) —iv,(w,t—95,)] +c.c.,
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where g, , = Q; H/wy 5, Q; , = ek, Ld/h.
If the field E, is weak (g, < 1), (18) may be
expressed in the form
J(t) = 0c(Qc, Qq, 001)Ec
+Re Z 0(w, + nwy; Qc, Qy, W) E;
n=—oo

x exp{—i[(w, + nw;)t—nd; —d,]}

(20)

+ Rez O'(n(x)l, Qc, Qll (01) EleXp{ —In((Dlt _61)} )
n=1
where

w 21
Q¢ + pwy =

X
uzz_wl +(Qc + pwy) T

2 )
5Ju(9y) < 700 Oo,

0(w, +Nwy; Qc, 9y, W)

= 0% (W, —nwy; Qc, Q, )

2 00
_ €Uy

8 Z ‘]v(gl)‘]v+n(gl)

V = —00

(22)

xD 1
Etl+ IT(V, + Q)] [w, =V, — Qe +iT ]

N (=1’
[1+iT(Vvew, — Qa)][0, -V, + Qe +iT ]

4
B
0

2
. €W
O-(n(k)l, QC! Ql! wl) = |4.,0.[Qol z Ju(gl)‘]p+n(gl)
U =—o

0 1 (-1)" 0
(b - 0
A+ i(Qc+ Hw)T 1-i(Qc—pw)Tn  (23)

X

= [o(w, + (N=1)wy; Qc, Qy, wy)

—0(=w, + (N+1)wy; Qc, Q, )] = s
0, = edt/Aj, = €,00 T/ 4Ttis the linear static conductivity
of the superlattice. The nonlinear conductivity o(w, +
nwy; ...) for n=0isthelinear conductivity of the super-
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lattice at frequency w, varied by the harmonic field E;.
It describes nonsynchronous (which does not depend
on the phase relationships) interaction of the fields
whereas for n # 0 it describes synchronous interaction
of these fields. The conductivities a(nw;; ...) describe
the generation of n harmonics of thefield E;.

If the frequency of theweak field E, isnot amultiple
or haf-multiple of w; (w, # 0.5nw,;, n=1, 2, ...), the
static current iscompletely determined by the nonlinear
conductivity 0-(Q¢c, Q;, w;) and the current at fre-
guency w, is determined by the “linear” conductivity
o(wy; Qc, Q;, wy). An important relationship exists
between these conductivities:

Reo(le QC! Qll wl)

1 Q
= E[%l- + ‘(Bf%Jc(Qc +0,, Q;, W) (24)
Q
+ %‘- - é%’c(gc -y, Qy, 001)]
In particular, we have
Reo(w,; Q- =0,Q,, w,) (25)

= 0c(Qc = wy, Qy, 031)|EZ=0-

In a quadratic approximation with respect to E,
(required to understand the peculiarities of energy
exchange between the fields), the static conductivity
and the conductivity at w, are given by

1
0c(Qc, Qy, Qp ) = %]-— ZQS%C(QO Qy, wy)
(26)

+ %ggReG(wz = Qc; Qc = Wy, Q;, W),

ReO(wl; QC! Qla QZ1 (01)

= %L_%g%?eo(wl; Qc, Qy, wy)
(27)

+ %QSRG[G(UM; Qc + Wy, Qy, wy)

+0(wy; Qc—w,, Q;, )],
where

Reo(mll QC! le (‘01)

_ 20, H(Qc + poy,) 32(g,)
9:Q1 £ 1+ (Qc+pwy)’t’ HAE

(28)

200 - 2 2
== Ju(91)

Q7 W 1+ (Qct TN '
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is the real part of the nonlinear conductivity of the
superlattice at frequency wy in thefield (17) for E, = 0.
It can be seen from (28) that the rf conductivity of the
superlattice can become negative only in the presence
of arelatively high positive static conductivity. How-
ever, we stress that for w, = Q. thisis positive for any
amplitudes E; at variance with the statement in [20].

3. INSTABILITY OF SUPERLATTICE
TRANSPARENCY STATES.
LOW ELECTRON CONCENTRATIONS

At low eectron concentrations (wy/w; <€ 1), the
given internal field approximation is a good approxi-
mation. In this approximation we shall first consider the
interaction between harmonic and datic fields having
arbitrary amplitudes described by the conductivities (21),
(23), and (28). In accordance with (20), (21), and (28) the
absorbed energy inthefield E. + E; cos(w;t) isgiven by

j_E = UcEé + %Reo(wli Qc, Q,, wl)Ef

+2W”fza(m)

Codl (29)

Q¢ + (Hwy)’ 0
[1+(Qc+poo) T[1+(Qc — pwy)’T°] O

The first term in (29) describes the losses in a single
static field. The second term is aways positive and con-

Qc/wy, Wy/uy

Q,/w,

Fig. 1. Regions of negative conductancefor thefields E; (1)
and E¢ (2) for E; = 0 and for E, (2) for Ec = 0; wyT =4,

oM =241, ¢{? =585,

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

ROMANOV, ROMANOVA

sequently the application of aharmonic field alwaysleads
to an additional increase (small for wt > 1) in the total
electromagnetic losses in the superlattice. In the resonant
regions Qc = How £ Tt (U =1, 2, ...; w1 > 1) the con-
ductivities o(Qc, Q4, ;) and Reo(wy; Qc, Qq, w,) are
extremal, depend weakly on T, and, in accordance with
(21), (28), weakly dissipative resonant energy exchange
takes place between the fields, described by

. 1 1
JcEc = _EReG(wl; Qc, Q,, wl)EJZ. + 0%0_11.%

(30)
(Qc —Howy)T
1+ (Qc — How,)*1*

Relation (30) shows that in these resonant regions as it
passes between neighboring wells in the superlattice,
an electron moving in the opposite direction to the
static field, acquires the energy #Q and has the proba-

= woh 2272 (0

bility Jﬁo (gy) of emitting W, quanta of the harmonic

field E; (Qc > Howy) or absorbing them and is shifted by
a period of the superlattice with respect to the static
field, overcoming the potential barrier of height Q.
(Qc < Howy). As aresult of these transitions, only arel-

atively small (~%1) excess energy istransferred to the

lattice so that [see (29) and (30)] jcEc > jE.Asinstim-
ulated Raman light scattering in equilibrium media
[see, for example, [21]) and in accordance with the con-
servation law energy is transferred to the field having
the lower of the frequencies w; and Q.

Figure 1 shows regions of negative values of the
static [Eq. (21)] and rf [Eq. (28)] conductivities for
w,T = 4. An abrupt change in the energy exchange
between the fields in the resonant regions described
approximately by Egs. (30) can be clearly seen. The
boundary curves of regions 2 correspond to current-
free (jc = 0) states where the solid heavy sections are
stable, which are determined by the conditions

0c(Qc=0,Q4,0,)>0
or

doc(Qc, Q4 wy)
dQc

the dashed and thin solid sections on the abscissa are
unstable with respect to quasi-static fluctuations of the
field. In the unstable state any arbitrarily small fluctua-
tion of E. increases with time and the superlattice is
transferred to an upper or lower stable state with respect
to the quasi-static perturbations with E # 0. Animpor-
tant characteristic of the boundary curves is the pres-
ence of regions (E;, w,) which can have two or more
stable states with different values of E (multistability).
Thus, hysteresis occurs in the dependence of the stable
values of E-(g,;). Figure 1 shows examples of these
dependences for infinitely sowly varying g;. The

O-C(gz(:! le wl) = 0’ > 0, (31)
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arrows indicate the direction of changeinthe amplitude
of the harmonic field. For «y1 > 1 (and low electron
concentrations!) the dc voltage formed in the superlat-
ticeforjc=0is

- g fiol
Ve = EcL=2—

(L is the superlattice length), i.e., it has a pronounced
stepped character, is a multiple of the frequency of the
harmonicfield (integer quantized), and does not depend
on the superlattice material. (If the electron dispersion
law departs from harmonic, the quantization of the
static field becomes fractional.) At the nth stable step
the nonlinear current is j(t) ~ J.(g,) # 0, i.e.,, no self-
induced transparency occurs, it being shifted toward
stronger fields where Q. = nwy, jc # 0 but (see Fig. 1)
is also unstable. Numerical calculations show that for
;T ~ 1dc voltage jumps only occur with decreasing g;,
they are smooth and significantly smaller than (32). For
;T < 1 no current-free dc voltage occurs.

This reasoning applies to the soft regime for the
excitation of dc voltage. Hard regimes may also occur,
for example, when g; = 4 (see Fig. 1) which require
fairly appreciable (~Aw,/ed) initia fluctuations of the
static field.

Since the relationship (25) exists between the non-
linear static and linear rf conductivities in the superlat-
tice, apart from the substitution Q. — w, the regions
of absolute negative conductance shown in Fig. 1 are
also regions of negative rf conductance for the weak
field E,. Using this relationship, for weakly dissipative
resonant energy exchange between the harmonic fields
E, and E, in the regions w, = pyw, £ T for Ec = 0 we
obtain from (27) and (30)

n, n=0,z=1+2 ... (32

N
JOE == JOED + Z21-35(@)]. (3

. 2
=7 _ . Jo0 2 0l 0
JOED) =*gg7hwe| 35, (0 + O =H . (39

Relation (34) can be obtained directly from (22) forn=0.
The second term in (33) describes absorption of the
strong field E; for E, = 0. It has been noted that this has
a maximum in regions of dynamic localization, i.e.,
when Jy(g;) = 0 [4]. The direction of electromagnetic
energy transfer corresponds to stimulated Compton
light scattering in equilibrium media, i.e., energy is
transferred to the field having the lower of the frequen-
cies Yy, and w,. In addition to dc voltage jumps (or
instead of these) plasma or other rf (determined by the
parameters of the external circuit) oscillationswill also
be excited in the superlattice. Several scenariosare pos-
sible depending on which process takes place faster,
generation of adc voltage or plasma (or other) oscilla-
tions. For large g, (and high electron concentrations)
competition between these processes at the stage of the
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transient process can substantially lengthen its duration
and even lead to stochastic oscillations (see Section 4).
In general, the states to which the superlattice may be
transferred under the influence of an external harmonic
field are nonlinear oscillations whose spectrum may
contain a static field (zeroth harmonic). Severa such
states may exist which is manifest in particular in the
many-valued (and hysteresis) dependences of the static
field and the current and radiation spectra of the super-
lattice on the externa field amplitude. For the coeffi-
cient of reflection of the laser radiation and the genera-
tion of its third harmonic this many-valued behavior
(even neglecting dissipative and parametric instabilities
and static field generation, which significantly alter its
character) was observed in [17, 18].

Quite clearly at very low electron concentrationsin
the regions o (Qc, Q;, w,;) < 0 the transition to a state
with finite dc voltage isthe determining factor. Theinitial
stage of thistransition isdescribed by the dispersion equa-
tion

e(w,) = so+ig[0(w2; Q. Q,w) =0. (35
2

In the region of initial dynamic localization (Ec = O,
Jo(gy) = 0) and for |wy,| < w, we obtain from (22) and (35)

0, = 2i WS TF(gy, Wy T), (36)

where

® 2.2
-1
Jﬁ(x)—%—%————z.
(Wy +1)
For w1 > 2 we have w, = 0.5i(wy/w;)*t1. Conse-
guently, at low electron concentrations the characteris-

tic time for the loss of self-induced transparency and
trangition of the superlattice to a state with finite E. is

F(xy) =

p=1

(37)

At>r,21—T,
w

1
and for high concentrations (wy, ~ @)

At 0Ot..

By way of example Fig. 2 gives time evolutions of the
current, average field, and current spectrain the super-

lattice in a constant external harmonic field with w =

0.05, Vo = 2.4, wyt = 10. It can be seen that the super-
lattice is transferred to a state of self-induced transpar-
ency where all the current harmonics are small, fairly
rapidly within a few periods of the field (~1). Then,
slowly (over approximately 200 periods), accelerating
appreciably for Qq(t) —  in accordance with the
resonant increase in energy exchange between the
static and harmonic fields noted above [formula (30)],
the self-induced transparency is destroyed (aperiodic
instability) and the superlattice is transferred to the
state with Q. = —w,, relatively large current (~J;(9,)),
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Fig. 2. Time evolutions of the (a) current, (b) average field,
and (insets) current spectrum of the superlattice in a con-
stant external harmonic field with w = 0.05, Vo = 2.4,
T = 10.

and a significantly different spectral composition (the sec-
ond harmonic which was absent before the loss of self-
induced transparency becomes the largest). Quite clearly
for short laser pulses (of duration less than 200 periodsin
thisexample) sdf-induced transparency will not havetime
to be destroyed and is thus observable. For long laser
pulses a voltage which chaotically changes sign (and in
general magnitude) from one pulse to another will
appear at the ends of the superlattice. A similar effect
was observed experimentally in bulk GaAs[22]. At high
concentrations it is difficult to observe self-induced trans-
parency because it is destroyed rapidly.

The dow loss of self-induced transparency accompa-
nied by the generation of a quantized (for w,;T > 1)
static field [see (38)] is described by Eq. (14) averaged
over the period of the high-frequency oscillations.
Thus, at low concentrations we have

Ec
dE.
38
4T[_I 0c(Qc Qy, W) EL 8
EC
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where Eg is the initia fluctuation of the static field.
Retaining onIy the resonant termsin (38) we obtain

o
J t= 0w, Q1
(,0 1(91) 182¢ %l 2001

—In%[

Thisdependenceis plotted in Fig. 2 (dashed curve) and
shows good qualitative agreement with the exact solu-
tion (solid curve).

The appearance of a static field significantly alters
the pattern of energy exchange between the harmonic
fields E; and E,. According to (21) and (24), the
absorbed field energy E, is given by

(39)
+ const.

1 1_-0
50(e; Qc, @ W)E; = ZE,- Z 3i(91)
n=- (40)
x[ Q¢+ pHwy + Wy _ Q¢ + pow, — }
1+ (Qc+Hooy + 0,)°T° 1+ (Qc + oy — 00)°1 .

It is deduced from (40) that weakly dissipative energy
exchange between the fields and resonant amplification
of thefield E, occursin thefollowing frequency ranges:
(&) 0y = oy + Q¢ =T (b) Wy = Hotdy — Qe — T
(€) w, = Q¢ — Yoy, — % In al three cases the corre-
sponding losses are half of the value (21) because the
absorption (emission) of electromagnetic field quanta
as an electron moves parallel and in the opposite direc-
tion to the static field is nonequivalent. In case (a) [(b)]
the electron absorbs 1, quanta of the field E; and as it
propagates in the direction opposite to the field (paral-
lel to thefield) per superlattice period it emitsthe quan-
tum A, and ardatively small fraction of energy (~%1™)
istransferred to the lattice. In case (¢) the electron prop-
agates in the opposite direction to the static field and
emits the quantum #Aw, and |, quanta7w,. Case (b) is

interesting when o, = Q¢ = 0.5(Uyw, — T1). For odd ,

the additional (~ E3) energy acquired from the field E;
istransferred equally to the fields E. and E,. For even |,
it follows from (26) that the initial losses of the static

field are of the order (8/5)J;. » (g,) — J; (g,) and may

be positive. This case indicates that radiation may be
generated at the Stark frequency. However, the energy
for thisisdrawn from the harmonic field rather than the
static one, especially as our electrical circuit has no dc
voltage source. The role of the static field reduces to
creating an initial fluctuation of the oscillation at the
Stark frequency (transient process) and halving its
maximum growth rate. In the absence of a strong har-
monic field no amplification can take place at the Stark
frequency, as we have noted. This instability channel
may be important (see below) for the onset of self-
oscillations with a doubled period and fractionally
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guantized static field. After the superlattice has been
transferred to a state having a finite dc voltage (e.g., at
steps DG and LN, see Fig. 1) the regions of negative
conductivity for the weak field E, change substantially.
According to (24), they are determined by the system of
equations

doc(Qc, Q;, W) >
dQc

(Qc + w,)0c(Qc + Wy, Q4 W)

0c(Qc, Qg ;) =0,

0,

(41)
+(Qc—w,)0c(Qc—wy, Qq, ;) = 0.

An analysis shows that these regions have no zero fre-
guency but half-multiple frequencies do exist. At quasi-

statically stable steps with Q. = Qg = Mowy (Mo =0, 1,
2,...) forwt > 1, w > Rew, > Imw, from (22) and
(35) we have for the plasma oscillations

W = wpd (g;) — 4iT,Rec (wy; Q2, Qy, ;). (42)

The frequency w, can liein aregion of positive or neg-
ative values of the conductivity. In the first case, no
oscillations can occur and the dc voltage obtained from
Eg. (31) remains the same if we neglect other resonant
frequencies of the system and the possibility of hard
excitation of nonlinear plasma oscillations. In the sec-
ond case, these oscillations will grow until steady-state
values of their amplitudes and frequencies are estab-
lished. (However chaos is possible) In this case, the
superlattice conductivity at frequency w, and the dc
voltage vary. At low electron concentrations these vari-
ations are small.

An analysis of the processes of establishment and
destruction of self-induced transparency has revealed
the following.

(1) The self-induced transparency of the superlattice
has a dissipative nature. It occurs as aresult of electron
collisions for discrete values of the harmonic field
amplitude in the superlattice. In the approximation of
constant electron relaxation time it occurs in the same
fields as dynamic localization and collapse of the elec-
tron quasienergy minibands. However, this does not
imply that these effects are identical. The inaccuracy of
the identification commonly made in the literature was
indicated in [9].

(2) Dynamic electronlocdizationisresponsiblefor the
establishment of absolute negative conductance which is
one of the main reasons for the loss of salf-induced trans-

parency.

4. HIGH ELECTRON CONCENTRATIONS.
SELF-OSCILLATIONS OF CURRENT
AND VOLTAGE

At high electron concentrations in the superlattice
not only the amplitudes of several current harmonics
may be of the same order of magnitude (see, e.g., Fig. 2),
but also the fields created by them. Animportant rolein
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the formation of the field inside the superlattice is
played by processes of decay and merging of oscilla
tionswhich did not appear at low electron concentrations.
(Spontaneous generation of astatic field also occursat low
concentrations.) Processes involving harmonics and sub-
harmonics of the externd field (which isalso promoted by
thefrequency locking effect) and processes of weakly dis-
spative resonant energy exchange between fields
appear. In particular, parametric generation of harmon-
ics without any initial fluctuation plays an important
role [13]. This has a hybrid character and consists of
ordinary harmonic generation with the frequency n,w,
(n, =1, 2, ...) followed by its continuous degenerate
parametric amplification. At the linear stage this pro-
cessisdescribed by three current terms (20) withn =0,
—2n, (from the first sum) and n = n; (from the second
sum). A significant roleis also played by coupled non-
degenerate processes involving the decay and merging
of oscillations of the type

Nw; = d,Ww; + 030, (43)

wheren;=a,+0a3=1,2,...,and a, ;arepositive num-
bers commensurable with n,. (If Ec = 0, then n, only
has even values as in the previous case.) Then the fol-
lowing values of a, ; and its corresponding processes
are the most important.

(1) a, 5 are positive integers. These are the pro-
cesses of independent parametric generation of the har-
monics d,w; and a5w,; noted above supplemented by
nondegenerate processes of parametric amplification
linking them [decay and merging (43) with different
n,]. At the linear stage these processes are described by
current terms from the first sum (20) with 6, = a, 30,
and n =-n, for the decay process[“+" signin (43)] and
n = +n, for the merging process [“—" signin (43)]. An
important factor is that initial fluctuations are also not
required for these processes. As aresult of their evolu-
tion two types of nonlinear oscillations are formed:
(a) oscillations containing only odd harmonics; (b) oscil-
lations containing a static field, even, and odd harmon-
ics. The dtatic field is either quantized [see (32)] or
weak. Inthefirst case, it occurs as aresult of spontane-
ous oscillation, in the second case as a result of detec-
tion. For clarity we shall analyze the case when the
nonlinear oscillation can be approximately described by
thebiharmonicfield (17) with w, = nyw, (Ny=1, 2, ...) and
0, < 1. In this case, the steady-value of the field E. is
given by

0c(Qc Qy, w)Ec +Ajec = 0, (44)

where in accordance with (18), (19) the detection cur-
rentis

[

Op

Ajc = Ju(gl)
nO(*)lu:Z_oo 1+(Qc+ pool)zr2

X [Ju-ny(91) = Ju+n,(91) ] ExCOS(NGO, — By).

Q¢+ pw,

(45)
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Fig. 3. Period doubling regime: (&) projection of the phase
portrait on the current—superlattice voltage plane; (b) super-
lattice voltage spectrum; (c) current spectrum; w;T = 10,
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For even ng the current Aj is symmetric with respect to
E: whereas for odd ny it is asymmetric. It can be seen
from (21), (44), and (45) that the steady-state values of
E¢ only depend on the electron concentration in terms
of the amplitudes and phases of the fields. For w,T > 1,
Q¢ < wy, and even ny we obtain from (44)

2A,,(91)

E.~ — 02 p 5, —3,), 46
O oy gy o) (49
where
AG) = 5730 30.0(X)
= Ll v-1)A, (%)
X V-1 (47)

_ZJO(X)Jv—l(X) + 2‘]\1—1(0) ] _Av—z(x),

Ao =0, A(X) =X [1-J5x)].
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It can be seen from (46) and (47) that the detection field
is not quantized and oscillates with increasing E;.

(2) a, 3 are positive haf-integers. This case only
differs from case 1 by the absence of ordinary genera-
tion of the harmonics a,, ;w; (parametric amplification
remains) so that initial fluctuations are required. The
evolution of these processes leads to the generation of
period-doubled self-oscillations. The degenerate case
0, = a3 iseither achieved for Ec # 0 or in the hard exci-
tation regime. (The corresponding nonlinear current is

~E;.) However for Rea(w,; Qc, Q;, wy) < 0 aregime
involving two-stage soft excitation of the half-integer
harmonic may also occur for E; = 0. At thefirst (linear)
stage the subharmonic is excited as a result of dissipa-
tive instability. At the second (nonlinear) stage it is
amplified asaresult of the induced decay of 4a, quanta
of thefield E; into four quanta of the field E,.

Figure 3 shows a projection of the phase portrait on
the current—voltage plane and the voltage and current
spectra for steady-state period-doubled self-oscilla-

tions with Vo = 1, w = 2, and w1 = 10. The most
important characteristics of the curves are: the appear-
ance of aweak static field Q. < w; (Znwy!), even har-
monics, subharmonics w,/2 with a relatively large
amplitude and the combination harmonics (n + 1/2)w;.
In this case the period doubling process of the nonlinear
oscillations begins with the nondegenerate parametric
decay 2w, = /2w, + 3/2w,. The superlattice does not
enter the region of absolute negative conductance and
thus the dc voltage is caused by the nonresonant detec-
tion effect and is not quantized. We aso observed
period-doubled self-oscillations in which the ratio
Qc/w, had values close to 1.0; 1.5; 2.0; 2.5. The frac-
tional and integer quantization of the static field was
associated with the resonant terms in the expressions
for the static (21) and rf (40) conductivities containing
the factors

0 0
- ) wilx
O Z 0

f

g 2
1+ BQC—ZOOET

(wy are the frequencies of the field harmonics in the
superlattice), and corresponding to weakly dissipative
energy exchange between the fields. These terms also
determinethe characteristics of the current—voltage char-
acterigtics of the superlatticein alaser field, which differ
qudlitatively from the Shapiro steps in Josephson junc-
tions[23]. The experimental results of [16] confirm this.

(3) 0,3 = (2n—1)/3, excluding integer a, ;. Specific
examples are the coupled decay 2w, = (U/3)w; +
(5/3)wy, and merging 2w, + (1/3)w, = (7/3)w, of the
oscillations. As in case 2, a hard regime involving a
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degenerate decay process of the type (2n + 1)w; = 3w,
(n=0,1,2,...)ispossible. The interrelated infinite set
of these processes forms a period-trebled self-oscilla-
tion which contains the set of frequencies (2n + 1)w,/3.
Generally, it contains no fixed bias.

(4) a,3=2n/3,n=1, 2, ..., excluding integer a, s.
Specific examples are the decay 2w, = (2/3)w, +
(4/3)wy, and merging 2w, + (2/3)w, = (8/3)w, of oscil-
lations. The interrelated infinite set of these processes
forms another period-trebled self-oscillation which
contains the set of frequencies 2nw,/3, including a
static field and even harmonics (in addition to the odd
harmonics which are always present). Generaly this
oscillation isunstable. Asaresult of the presence of E,
forced decay processes of the type w, = (U3)w, +
(2/3)w,; and merging of oscillations of the type (1/3)w, +
(4/3)w, = (5/3)wy, lead to its coupling with oscillation
of the previous type. As a result a complex period-tre-
bled oscillation is established containing the harmonics
nw,/3(n=0,1, 2, ...). Figure 4 shows corresponding

dependences for Vo = 1.25, w = 2, w1 = 10 for a
period-trebled self-oscillation of the first type. This
oscillation contains the harmonics (2n + 1)w,/3 and no
static field and even harmonics occur. Its appearanceis
initiated by the decay 2w, = (1/3)w, + (5/3)w,. For a
superlattice with alow carrier concentration (for exam-
ple, for w = 0.05) the other parameters being the same,
no period trebling occurs and the voltage is amost har-
monic (the amplitude of the third harmonic of the inter-
nal field is only 0.15 of the fundamental one). In addi-
tion to the sdlf-oscillation shown in Fig. 4, we aso
observed complex self-oscillations containing the sub-
harmonics nw,/3, even harmonics, and a quantized
static field.

Asaresult of theweakly dissipative resonant energy
exchange between the field with the maximum growth
rates oscillation decay and merging processes (43) with
Oy 3=Ny 3+ (1)1 (Ny3=0,1,2,...) take place at the
nonlinear stage. Since the corresponding frequencies
areincommensurabl e, these processes |ead to the estab-
lishment of quasi-periodic oscillations (beats) in the
system. As we know, at the nonlinear stage the oscilla-
tion frequencies vary and the beats may be converted
into periodic self-oscillations, for example, as a result
of frequency locking.

The appearance of incommensurable frequenciesis
also a path for the evolution of chaos. Another scenario
for its evolution (most commonly used for wt = 4, as
has been shown by the numerical calculations) is the
systematic period doubling of the self-oscillations
(Feigenbaum scenario). Numerical investigations have
revealed another path for the evolution of chaos via
period trebling and narrow-band (bounded) chaos. Fig-
ure 5 shows the time evolution of the period-averaged
voltage on the superlattice, the projection of the phase
portrait on the current—voltage plane, and the voltage
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Fig. 4. Period trebling regime, as Fig. 3 but \70 =1.25.

and current spectra of the stochastic self-oscillation for

Vo =2.05, W = 4.5, 1 = 10. (Stochastic self-oscilla-
tions for a superlattice with nonzero static current were
considered in [12] but unfortunately, without discuss-
ing the mechanisms for their occurrence. The conclu-
sion reached by the authors that only integer quantiza-
tion of the static current occurs is not always correct.)
A characteristic feature of this self-oscillation is atem-
porally chaotic transition between two quasi-steady
states with [ +1.

To conclude this section, Fig. 6 showsthe regions of
existence of various types of nonlinear oscillations on

the plane of the parameters w and Vo in a superlattice
with w = 10; nonlinear oscillations with the period of
the external field (unshaded unnumbered regions), sub-
harmonic periodic self-oscillations (numbered regions
which givetheratio of the periods of the self-oscillation
and the external field), quasi-periodic (vertical shading)
and stochastic (horizontal shading) self-oscillations.
The absence of stochastic oscillations for large W is
caused by the strong screening of the externa field
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whereas for large Vo it is attributable to the smallness
of al the current harmonics as a result of the frequent
Bragg reflections of an electron from the miniband
boundaries. This pattern is not complete. It has been
noted that in general for given Vo severa steady states
exist. In particular, studies under various initial condi-
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Fig. 6. Regions of existence of various types of nonlinear
oscillations in a superlattice with w;T = 10.

tions have shown that in regions of chaosit is also pos-
sible to have purely periodic self-oscillations.

5. CONCLUSIONS

(1) The spectra of the nonlinear steady-state oscilla-
tions of the current and voltage in a superlattice are
many-valued functions of the external field amplitude.

(2) Under the action of a strong rf harmonic field in
a superlattice having alow electron concentration mul-
tistable steady states are formed with a zero static cur-
rent and integer-quantized static field.

(3) In a superlattice with a high electron concentra-
tion periodic self-oscillations appear, containing har-
monics and subharmonics of the external field and also
quasi-periodic and stochastic oscillations. The period
of the self-oscillations varies nonmonotonically with
increasing electron concentration, frequency, and
amplitude of the external field. The static field in the rf
self-oscillationsis either weak or fractionally quantized
according to their period.

(4) States of self-induced transparency are unstable
and can only be observed in a superlattice with a low
electron concentration when this is exposed to pulsed
action and in transient processes.

(5) Inlong (in particular, planar) superlattices peri-
odic and nonperiodic dissipative structures may appear
with traveling and standing domains of rf and static fields.
This leads to the appearance of adiffraction patternin the
fields reflected and transmitted by the sample.

Effects smilar to those analyzed may dso be observed
in double-quantum-well and double-quantum-dot struc-
tures.
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Abstract—Characteristics of the formation of a dipole electric field are established for multicomponent fiber
composites having aregular distribution of inclusionsin the matrix. It is shown that these media are character-
ized by symmetry transformations of the average electric fields. These symmetry transformations yield reci-
procity relationsfor the effective parameters. Various forms of these relations are given and their physical inter-
pretation is presented. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

In the theory of inhomogeneous media an important
part is played by reciprocity relations which establish a
general relationship between thelocal characteristics of
the inhomogeneities and the effective characteristics of
the medium as a whole. These relations are valid for
many stochastic, polycrystalline, and matrix mixtures
which may have a complex structure. An explicit form
of these reciprocity relations was established by the
Keller theorem [1]. Keller considered an unbounded
matrix medium having a regular packing of uniform
cylindrical inclusions whose centers are positioned at
the nodes of a rectangular lattice. In cross section this
medium is two-dimensional and using the conjugate
properties of harmonic functions, Keller put forward an
elegant proof of the theorem for a mixture of two iso-
tropic components. The matrix model of an inhomoge-
neous medium considered by Keller wasfirst proposed
by Rayleigh [2] who developed amethod of calculating
the electric fieldsin this medium and made analytic cal-
culations of its effective parameters. The results
obtained by Rayleigh confirm the reciprocity relations.
They are also satisfied by inhomogeneous media hav-
ing ahexagonal structure[3] and matrix mediacontain-
ing two-layer cylindrical inclusions [4, 5]. In al these
cases the technique of calculating the effective param-
eters proposed by Rayleigh isused. The Keller theorem
can aso be applied to one-dimensional, stratified
media.

Balagurov [6] showed that the reciprocity relations
are valid for various forms of inclusions and arbitrary
spatial configurations of these inclusions. Extremely
general proofs of the Keller theorem were put forward
by Fokin [7], Schulgasser [8], Mendelson [9], and other
authors. In these studies the authors considered al pos-
sible real structures of randomly inhomogeneous and
regular two-dimensional mediawith discrete or contin-
uoudly varying local material characteristics.

Dykhne found that the reciprocity relations for two-
component media follow from the symmetry transfor-
mations satisfied by spatially averaged physical fields
(inhomogeneous conducting media in a static electric
field were studied [10Q]). In order to derive the symme-
try transformation Dykhne[10] considered acell model
of atwo-phase material in which the entire volume is
covered with a system of closed nonoverlapping cells
in each of which the properties are constant and the
cellsaredistributed statistically uniformly and isotropi-
caly in space. Miller [11] proposed and studied a
model of an inhomogeneous material with a similar
structure in the theory of elasticity. If it is additionally
assumed in the cell model that the geometry of all the
cellsisthe same for both phases, we obtain an inhomo-
geneous medium with a checkerboard structure. For
this model the electric field inside the cells can be cal-
culated exactly and the average characteristics of the
material can be calculated [12]. It was shown that the
symmetry transformation of the spatially averaged
fields depends on the direction of the external field in
the system; the Dykhne transformation corresponds to
the case when the external field is directed along the
diagonal of the sguares [12]. Dykhne transformations
were used to obtain various interesting results in the
theory of the galvanomagnetic properties of two-
dimensional two-component systems [13-15].

It should be noted that reciprocity theorems are also
known in other fields of physics and mechanics: for
example, in acoustics, in electrodynamics, in elasticity
theory (Maxwell and Betti theorem), and in theories of
electric circuits, electromechanical systems, electroa-
coustics, and other fields.

Reciprocity theorems are important in the theory of
inhomogeneous media because, having a high degree
of generality, they can be used to monitor the correct-
ness and accuracy of the calculations of effective
parameters in numerical calculations. They also sim-
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plify the calculation of components of the materia ten-
Sor.

This mainly applies to two-component materials.
Multicomponent systems having more than two phases
have been very little studied. These media are interest-
ing from the point of view of the theory and possible
applications since combinations of many components
with different characteristics can give a composite
unique properties. However, calculations of the effec-
tive parameters of multiphase media involve overcom-
ing serious mathematical complexities. In this case,
unfortunately, the classical methods of potential theory
developed by Rayleigh [2] cannot be applied to regu-
larly inhomogeneous media having a periodic struc-
ture. These difficulties are associated with the need to
solve complex boundary-value conjugation problems
for multiply connected regions.

In the present study we establish symmetry transfor-
mations and determine reciprocity relations for two-
dimensional multicomponent dielectric media. The
model of athree-component matrix medium is used as
the initial model to prove the reciprocity theorem.
These results are then generalized to multicomponent
dielectrics. The problem is discussed with reference to
dielectric media. However, the mathematical methods
used and the results obtained can also be applied to
study similar problems in theories of thermal conduc-
tivity, diffusion, hydrodynamics, elasticity, magneto-
statics, and electrical conductivity.

2. PROPERTIES OF A DIPOLE ELECTRIC FIELD

We shall analyze a two-dimensional three-compo-
nent dielectric medium with a regular periodic struc-
ture. Figure 1 shows the doubly periodic repeating ele-
ment of a spatially unbounded matrix medium. The
periodic parallelogram contains two types of cylindri-
ca inclusions having permittivities €, and €;. The
matrix has the permittivity €,. The cylindrical inclu-
sions are parallel, their radii generally differ, and con-
sequently the concentrations of inclusions in the mate-
rial are not the same.

It is assumed that no free charges are present in the
dielectric and the electric field is described by electro-
static equations with linear coupling between the
induction vector D and the electric field vector E:

OMD =0, OxE =0, D =ceE. 1)

In the cross section perpendicular to the axes of the
cylindrical inclusions the electric field is two-dimen-
siona and the equations are the same as the Cauchy—
Riemann equations. This alows us to convert to the
plane of the complex variable z and introduce the com-

plex values of the electric field
D(z) = D,-iD,,
e o )
E(2 = Ex—IE, (z=x+iy).
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Fig. 1. Periodic cell of adielectric material with a regular
structure. The materia is reinforced with cylindrical fibers
of two different types.

Intheisolated periodic cell theelectric field is deter-
mined by dipole-dipole interactions between inclu-
sionsin the cell and between these and other inclusions
in the system. For the analysis and subsequent calcula
tionsthisfield is conveniently expressed in the foll ow-
ing generaized form:

Ex(2) = Eo+ Eoexp(iay)Fy(A%, AL, A 2)
—EoGy(05 7 037 2),
Ex(2) = (1+A5,)[Eo+ Eoexp(iB) Fo(Als, A, 2) o
~EG,(A5 7Y 21,
Ex(d = (1+A53)[Eo + Eoexp(ivi) F5(AZs, A% 2)
~EoGs(03 74 2]

Here E;(2) is the electric field in the matrix; E,(2) and
E;(2) arethe eectric fieldsin inclusions having the per-
mittivities €, and &5, respectively; E, is the uniform
external electric field (the bar above E, denotes com-
plex conjugation); a,, By, and y are the angles between
the x axes and lines connecting the centers of the inter-
acting inclusions. The dimensionless parameters A;,,
A5, and A are given by

_&7& _ &8
Pete, TP gty 4
A= Dpby (—1<Dy Dy A<T).

The functions Ejexp(...)F,(...) and EoG,(...),
m=1, 2, 3 correspond to the nonuniform parts of the
electric field in the components; in fact, they areinfinite
sums of induced dipoles;, k = 1, 2, ... is the running
index in these sums. The function Ejexp(...)F.(...)
combinesall the dipoles whose moments depend on the
direction of the external field E, and on the position of
the inclusions in the system with which the isolated
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inclusion in a particular cell interacts. It isimportant to
note that the moments of this set of dipoles have an
even dependence on the parameters A, and A5. All the
remaining dipoles are assigned to the function

EoG,(...) . The moments of this group of dipoles are
directed along the vector of the external electric field

E = Eo and have an odd dependence on the dimension-
less parameters A;, and Ay

Hence, the dipole electric field in this inhomoge-
neous medium may be represented by two components.
These are sdlected according to the following criteria.
All dipoles having an even dependence on the parame-
ters A, and A5 are assigned to one component and all
the other dipoles are assigned to the other. The latter
have an odd dependence on these parameters.

These properties of the electric field are characteris-
tic features of the formation of dipole fields in multi-
component matrix media. They are used extensively in
the following calculations. These properties of adipole
electric field can be determined explicitly by solving a
model problem involving the interaction of two dielec-
tric cylinders having arbitrary permittivities located in
an external uniform electric field. An exact solution of
this problem has been obtained [ 16, 17] and can be used
to caculate the electric field in a two-dimensiona
three-component matrix medium having alow concen-
tration of cylindrical inclusions[18]. Theresults of cal-
culations of the field for close-packed inclusionsin this
system are presented in Section 4 of the present article.
The analytic expressions for the electric field presented
in [18] and in Section 4 are fully consistent with the
generalized representation of the electric field in the
form (3).

At very low concentrations of inclusions, when the
radii of the cylindrical bodies in the matrix are
extremely small compared with the characteristic
dimensions of the periodic cell, ry, r, < |, h and the
inclusions are separated by alarge distance d > ry, r,,
the relative influence of inclusionsin the system can be
neglected. In this medium the electric field in the peri-
odic cell may be represented as the sum of the fields of
isolated cylindrical bodies. In this case, the field inside
the cylinders is uniform whereas in the outer region of
theinclusionsit isthe sum of the externa uniform field
and thefield of theinduced linear dipoles positioned on
the axes of the cylindrical bodies. We have

EoAr; Eolyr)
(z-2)° (z-b)"
Ex2 = (1+Ap)E,,
Es(@ = (1+Ay)E,,

where a and b are the coordinates of the centers of the
inclusions on the z plane.

It can be seen that the formulas (5) are consistent
with the representation of the electric field in the gener-

Eid = Eo—

©)

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

EMETS

alized form (3). They can be assumed to be the zeroth
approximation for calculating the electric field in a
medium containing interacting inclusions.

3. SYMMETRY TRANSFORMATIONS

In order to determine the effective parameters of the
inhomogeneous medium, we need to calcul ate the spa-
tially averaged values of the electric field. The averag-

ing
0.0= ((...)ds ©6)
gf (s

is performed over the area Swhich is naturally taken to
be the area of the periodic parallelogram (see Fig. 1)
which isthe basic region of a medium having a doubly
periodic inhomogeneity structure.

By definition, this composite consists of compo-
nents with locally isotropic materials. However, on a
scale much larger than the dimensions of the averaging
cell the composite may acquire anisotropic properties.
Anisotropy of the macroscopic permittivity occurs
either asaresult of the geometric shape of the cell or as
aresult of the layered distribution of inclusions of dif-
ferent types. In these cases, averaging the material
equation (1) gives

[(DO= g4 [EQ (7)

where the permittivity is described by the effective ten-
sor

éEff = {seffxw seffyy} ' (8)

reduced to the principal axes.

The averaging cell can be selected such that for
fixed directions of the electric field the opposite sides of
the periodic parallelogram in a regular-structure com-
posite coincide with the equipotential and field lines.
This property of the periodic cell can simplify the field
averaging procedure, by replacing calculation of the
integralsover itsareaby calculation of the contour inte-
grals along its boundary lines.

Let us assume that the external electric field is ini-
tially directed along the x-axis: E; = Ey,. Then, two
sides of the periodic parallelogram OV and UW are
located on the equipotentials and the other two OU and
UW coincide with the field lines (Fig. 1). In this case,
the component € ,, of the tensor €4 may be deter-
mined from

EDEL = eeffxx EEDU (9)

where
| h

= :I—LJ'ReE(x)dx, D = %lJ’ReE(iy)dy. (10)
0 0
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Integrating the expressions (3) gives

[EL = B0+ B0 + TRl
1_A12 1_A13 |:E (11)
1+4,, 1+A, 3@]

The last expression is written allowing for the rela-
tionships

[0 +

(DY = & (B +

& _1-Ap

€& _1-Ap

g, 1+A, (12)

In order to find the component €4, of the tensor
€« , the external electric field must be directed along
they-axis: Ey = —Eg, (without loss of generality we can
assume that Eq, = Ep). Now in the periodic parallelo-
gram the sides OU and VW coincide with the equipo-
tentials and the sides OV and UW are positioned on the
field lines. For the assumed conditions the component
€t yy 1S determined from

(DL = &gty [EL. (13)

Here the average fields are calculated using the inte-
gras:

h

[ED = %J'ImEy(iy)dy,
0

| (14)
D[ = 8|—1J’ImE(x)dx.
0
Substituting Egs. (3) into Egs. (14), we obtain
EG = EG+ B+ Ef, 5

_ 1-Ay, 1-Ag
D5 = & (B 5, B Toa B0

It isfound that the average fields given by Egs. (11)
and (15) are not independent. As will be shown below
by means of specific calculations, the following rela
tions exist between them:

DAz, Ag)l = & [E(Ay,, A,
[(D(Az, Ag)l) = & [E(A,, M)l
where in accordance with Egs. (4) A,; = -4, and Ay =

—A,5. Note that Egs. (16) are valid under the condition
assumed above Eg, = Ey,.

Using the complex representation of the electric
field (2), Egs. (16) may be expressed as a single rela
tionship:

(DA, Da)0= i€, [E(Agp, A0 (17)

Here we recall that the bar over the function E
denotes complex conjugation. In vector form the rela-

(16)
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tionships (16) are written as:
DB, B3)0= &, T E@D 1 815)0 (18)

where T is atwo-dimensional tensor having the trans-
verse components:

01
10

T= . (19)

The minus sign appeared in (18) because the external
field was expressed in the complex form E, = Ey, — iE,

the vector E, correspondsto the conjugate of Ey: Ey= Eo .
The equality (16) can also be expressed as follows:
(DA, D)l = & [E(D, Az,
(DA, Al = & [E(Ay, Ag) .

It is quite clear that Egs. (16) and (20) are equivalent.
From Egs. (20) we obtain arelation equivalent to (17)

(20)

(DA, Ap)0=igg EE(AZL Ag)0 (21)
and thus in vector form we have
DA, Ag) 0= =€, T E(Ay;, Ay (22)

The equalities (16) and other Egs. (17)—(22) derived
from them determine the symmetry transformations of
the average values of the electric field in three-compo-
nent matrix dielectrics having anisotropic properties of
the effective parameters.

If an inhomogeneous material is on average isotro-
pic, it is characterized by a scalar effective permittivity
which is now determined from

MO= e, [EO (23)

In this case, the symmetry transformations have the
form

DAz, Azl y = € LE(Ay, Ag)l (24)
or in equivalent notation
(DA, Ara)l y = € [E(Dy, Al . (25)

The relationships (24) and (25) can be expressed in the
vector form:

[(D(Az, Az)U= & TE(Ag,, Ax)T (26)

(DA, M) = & [E(Dy, Axy)U (27)

The validity of the symmetry transformations (16)
for these periodic mediais demonstrated using the fol-
lowing assumptions.

(D) The eectric field in a three-component matrix
medium is generally represented in the form (3) where
the functions Egexp(ia)F.(...) and E;G,(...),m=1,2, 3,
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are expressed by infinite sums of dipoles where each
element is given by

Pk
(z—a)

E(2 = 5 Pk = Pt Py (28)

where p, are the moments of the linear dipoles and a,
are the coordinates of the dipoles on the z plane. The
dipole moments generally depend on the external field
E,, the parameters A,,, A3, A, and geometric factors,
and some also depend on the angle a, [see, eg.,

Eq. (5)].

(2) Calculation of the average values of thefield can
be reduced to integrating and then summing the dipole
fields. In the calculations of the averages DL} and [EL)
the corresponding integrals (10) and (14) of thereal and
imaginary parts of the field for the same limits of inte-
gration only differ in respect of the signs. This can eas-
ily be established by integrating expression (28). How-
ever, after integrating the function Eyexp(ia)F(...)
and summing the results, the value obtained in two
cases has the same sign. Thisis attributable to the pres-
ence of the factor exp(ia,) as aresult of which the val-
ues at compl ex-conjugate points are summed in a peri-
odic system so that the sign of the integral becomes
irrelevant.

Ultimately, by averaging the functions containing
the parameter A to any power and the parameters A,
and A5 to even powers, we obtain the same value for
the imaginary and real parts. A similar operation for
functions containing the parameters A;, and A5 gives
values which differ only in respect of the signs. This
rule is aso conserved in calculations of the average
DL where the factors (12) must be taken into account.

All this reasoning also applies to calculations of the
averages (DL and [EL)

It has thus been demonstrated that symmetry trans-
formations (16) exist for matrix three-component
media having a periodic structure. In this case, the
shape of the inclusions is unimportant and their con-
centration in the matrix may be arbitrary. In the follow-
ing section the correctness of the symmetry transforma-
tionsis confirmed by specific calculations.

Therelations (16)—(27) correspond to the symmetry
transformations of three-component matrix media. In
particular cases when the inclusions have the same
characteristics g5 = €, (A3 = A,) or the permittivity of
one of the inclusions is the same as the permittivity of
the matrix, e.g., €5 = €, (A3 = 0), Egs. (16)—27) will
determine the symmetry transformations of two-com-
ponent media. The equalities (16) then have the form

(DAY = & [EAR)L,

(29)
(DAY = &, [E(AR)L.
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In complex and vector forms these may be expressed
as.

[D(A,)0= ig; (E(A)0

R (30
[DA)0= —& TE0A)Y
where thetensor T was defined above, see (19).
Instead of Egs. (20), we now have
DA = g, [E(A ,
B0 = & [EAYY 31)

(DAY = & EA)G,
or briefly in the complex and vector representations:

[D(A,)0= ig; (E(A)D (32

D(A)0= —&, T A0 (33)

In accordance with Egs. (26) and (27), the symme-
try transformations for two-component isotropic media
have the form

[(D(A)0= & [E(AR)H (34)

(D(AR)0= & [EA,)0 (35)

Symmetry transformations in the form (30) were
obtained by Dykhne [10] in a study of statistically iso-
tropic randomly inhomogeneous media.

4. EXACT ANALYTIC SOLUTIONS

In order to show that the symmetry transformations
are satisfied explicitly, we shall give the results of cal-
culations of various exactly solvable problems. Unfor-
tunately, there are only a few models of inhomoge-
neous media which can be studied analytically. These
are generally composite materials having a regular
structure. Media having these properties can be studied
comparatively easily. Despite various assumptions usu-
ally used in problems and assumptions made to sim-
plify the calculations, the solutions obtained are of
great importance for the theory of inhomogeneous
media.

4.1. Three-Component Matrix Medium Having
a Low Concentration
of Unidirectional Cylindrical Fibers

Figure 2 shows a fragment of an unbounded inho-
mogeneous medium in the transverse cross section to
the fibers. The centers of the cross sections of two dif-
ferent types of fibers are distributed uniformly at the
nodes of a square lattice. Overall, acomposite material
having this structure possesses isotropic properties and
its effective permittivity is determined from Eq. (23).
The local electric field in this material was calculated
in[18].
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ab = @b
@ D>

@&

N

Fig. 2. Fragment of a three-component dielectric material
having a square distribution of unidirectional fibers. Case of
an isotropic medium.

When the dlectric field E; is directed aong the x-axis,
E, = Eg,, calculations of the average fields in the com-
posite give

(DO = &[1-A,5,/2—A35,/2
+ALA, + AL A, + AB, + B,)],
[EQ = 1+A,5,/2+ AgsS,/2
+AZA + AL A, + AB, + B,).

The expressions (36) are written in terms of the relative
units E/E, and D/eE, where g, is the electric constant.
In Egs. (36) s, and s, are the concentrations of inclu-
sions having permittivities €, and &, respectively. The
parameters A, and B, (n = 1, 2) are functions of the
inclusion radii r, and r, or, which is equivalent, func-
tions of the inclusion concentrations s; and s, (s, =
nrﬁ/lz, | is the linear dimension of a square cell, its
side). Explicit expressions for the parameters A, and B,
aregivenin[18].

It can be seen that Egs. (36) satisfy the symmetry

transformations (24) of inhomogeneous isotropic
media.

(36)

4.2. Three-Component Matrix Medium
with Close-Packed Cylindrical Inclusions

In the plane perpendicular to the axes of the inclu-
sions, as in the previous example, the medium is con-
sidered to be a two-dimensional inhomogeneous
medium with isotropic properties. Figure 3 shows a
fragment of a composite with square-packed cylindri-
cal fibers. The electric field in this material can be cal-
culated using methods described in [16-18]. It should
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Fig. 3. Fragment of a dielectric material having close-
packed fibers of two different types. | sotropic medium.

be noted that for a medium having an extremely high
concentration of inclusions, asin this case, thefield cal-
culations must be made with a fairly high degree of
approximation, retaining a considerable number of
terms in the asymptotic expansions.

Finally, for a fixed direction of the externa field
E, = E,y, the average values of the electric field in the
material are determined by the expressions (for dimen-
sionless quantities)

O (Ap+Ap)s
EDD( — 81[2—( 12 5 13)
0
+ 3 {(8%+A5)(C+ DY
k=1

— (A5 + 03T (C+ Dyl y)

Ol
+ A T2(Ac+ B) — (B + D) (Ac+ B, )1} O
U @37)
(A +Ag3)s

() = 2+~

+ 3 {(8% +A%3)(C+ DY)
k=1

2k+1
+ (A%

+ A% (Cy+ Dysy)
+ A [2(A+ B + (A + D) (Ac+ By, 1)1}
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Fig. 4. Anisotropic dielectric material containing unidirec-
tiona fibers of two different types.

Here sisthe total concentration of inclusions, s = /4.
The numerical coefficients of the infinite sums A, By,
C., and D, are given by
_ _ 4(2k+1)?
“ T (2k+ 1) — 16k

B = 4(2k —1)°
S —T
(2k—1)* - 16K

2

_ 16)\2k+1(1—)\2k+1)
(1_}\2k+1)4 + )\2(1 _)\Zk)4’

Cy (38)

2

Dy

_ 16}\2k+1(1_}\2k—1)
(1 _}\Zk)4 + )\2(1 _ )\Zk—l)4’

A =3-2/2.

It is easily confirmed that the average electric fields
in the materia determined by Egs. (37) and (38) satisfy
the symmetry transformation (24).

4.3. Anisotropic Three-Component Medium
Containing Unidirectional Cylindrical Fibers

Figure 4 shows a fragment of an inhomogeneous
medium in the transverse cross section to the fibers.
The centers of two types of fibers are located at the
nodes of a square lattice. Macroscopically this material
has anisotropic properties. The anisotropy of the effec-
tive permittivity occurs as a result of the grouping of
inclusions of each type into rows oriented along the y
axis, the rows alternate periodically in the direction of
the x-axis.
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The tensor of the effective permittivity €4 is now

determined from (7). The electric field in the medium
can be calculated using the methods indicated in Sec-
tion 4.2. At low concentrations of inclusionsthe expres-
sionsfor the average fieldsin the material have the fol-
lowing form (in arbitrary units):

for Ey = Eqy
(DL = &[1-0a(AgS; +A45S,)

—DLW(r) —ALW(ry) —AD(ry, 1)1,

(39)
CEQ = 1+ B(Aps; +A;sS))
+ALW(ry) + ALW(r) + AD'(ry, 1y);
for Eg = —Ey,
(DL = &[1-PB(AS; +A15S,)
+ALW(ry) +ALW(r) + AD(ry, 1)1,
12 (1) 13 (2) (1 2)] (40)

[(EQ = 1+0(ApS; +A55S,)
—ALW(ry) —ALW(ry) —AD(r, 1)),

wherea and 3 are numerical coefficients characterizing
the geometric structure of the material (a + =1, a =
0.7045); s, and s, are the concentrations of inclusions

(in periodic structures s, = Tir3 /12, s, = Tir5 /12, wherer,
and r, are the inclusion radii and | is the dimension of
the square cell). To simplify the notation, explicit
expressions for the functions ®, W and @', W' are not
given here, which does not influence the essence of this
problem. Without any loss of generality we can assume
that Eq, = E,.

In this case, the average values of the electric field
in an inhomogeneous material (39) and (40) satisfy
relations in the form (16), as can be established by
direct checking, or in the equivalent forms (17)—(22)
which determine the symmetry transformations of
anisotropic media

4.4. Three-Component Stratified Media

It is interesting to note that media having a one-
dimensional periodic structure (stratified media) also
satisfy the symmetry transformations of anisotropic
media (16)—(22). In fact, let us assume that acomposite
material consists of periodically aternating layers of
the same dimensions having permittivitiesg,, €,, and ;.
The layers are oriented along the y axis. The average
fields in this material are determined elementarily. We
have

for Ey = Eqy
(DL = & Ey,
EEQ — 1_3_A12—A13—A ) (41)
31-Ap—Ap+A
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for Eqg=—Ey,
D = €3+ A+ A —-A o
31+Ap+A+A (42
LEL) = Eoy,
where, as in previous cases, we can assume that Eg, =

Eoy-

All the examples considered above confirm the
validity of the symmetry transformations which are sat-
isfied by the average values of the electric field in two-
dimensional three-component matrix and stratified
media. Naturaly these symmetry transformations
should also be satisfied for two-component media. In
order to illustrate this, two typica models of two-
dimensional two-component inhomogeneous media
are considered below: amodel of atwo-phase materia
having a checkerboard structure with rectangular cells
and amodel of amatrix medium reinforced with paral-
lel cylindrical fibers having the centers of their cross
sections positioned at the nodes of a sguare lattice
(Rayleigh model).

4.5. Two-Dimensional Two-Component
Inhomogeneous Medium with a Doubly Periodic
Inhomogeneity Sructure

Figure 5 shows a fragment of the inhomogeneous
medium. In this case we consider the “checkerboard”
model of an inhomogeneous medium with rectangular
cells. A material with this structure broadly possesses
anisotropic properties. In particular cases, by changing
the geometry of the cells we can obtain a doubly peri-
odic system with square cells which corresponds to an
isotropic medium or we can go over to a one-dimen-
sional structure (stratified medium).

An inhomogeneous medium having this structure
serves as a theoretical model to study composites hav-
ing a critical component composition. This in fact
implies that in a quasi-steady-state electric field when
the permittivity has a complex value, a metal—insulator
phase transition can take place in an inhomogeneous
medium.

The eectric field in this composite material can be
calculated analytically using a calculation technigue
proposed in[12]. Thelocal electric field in neighboring
cells OUUW and OUWU' (see Fig. 5) is given by the
formulas

Ei(2 = AE;(2 + BEx(2),
Ex(2 = AEx(2) + BEx(2),

where A and B are real constants. The particular solu-
tions Ey(2), p, 9 = 1, 2in Eq. (43) have the following
expressions:

(43)

Enu@ = eXp[%T% - y%} X(2),
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Ep = Eﬁ(z)-
(44)
Ex(@ = [exp[';%+yE}X(z),
Ex = z_jEﬁ(Z)f
where
_ [1=cn(2u) KZD
X@ = [1+cn 2u] BJ
1 l( ! 1 4
—§<y = ﬁarCSinA12< >

In Eq. (45) cn(2u) is the elliptic cosine, K and K' are
complete dliptic integrals of the first kind with the
moduli k(I/h) and K'(I/h),

K/K' = I/h, (46)
| and h are the linear dimensions of the rectangular cell
(seeFig. 5).

The average electric fields in the inhomogeneous
materia are determined by the formulas

for Ep = Ey (A=B)

h

€ .
DO, = FlJ'ReEl(ly) dy,
0

| (47)
[(EQ) = % I ReE,(x)dx;
for Eg = —Eq (A=-B)
|
Dy = ETlIImEl(x)dx,
N (48)
- :—]'IlmEl(iy)dy.
0
Integration in Egs. (47) and (48) gives
§gmA  F
Df = ———+,
RNV v
A F
[E] = ———1;
. «/Z/l _A12K (49)
[D@ = iE
«/Z/l"'AlzK’
G = 7
sz/l AK
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Fig. 5. Two-dimensional dielectric media having adoubly periodic distribution of rectangular cells.

Here F and F' are hypergeometric functions:

F

M,y 1 v g0
F|:2+y!2_y11ak|:r

(50)
o, 1 20
F-FE2+y,2 y,1,kEr

Bearing in mind the sign of the parameter y deter-
mined by formula (45)

Y(Q) = —Y(Az),

and the symmetric properties of hypergeometric func-
tions relative to the parameters 1/2 + y and 1/2 —y, we
can confirm that expressions (49) satisfy the symmetry
transformations of the average electric fields (29)—(33)
in anisotropic materials.

(51)

It isimportant to note that Eqgs. (49) correspond to a
strictly exact solution of the problem and were obtained
without any approximationsin the calculation process.

In the particular case when | = h and the cells are
square, the medium becomes broadly isotropic. We
then have

R | — K = 2D1D
k=K=—, K=K
J2 4ﬁt

F—F—Jﬁ[rﬂ3 VH‘-—-},

(52)

where '(...) is a gamma function. It follows from
Egs. (49) that
2 21°A
DG, = “/_
./1+A12
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E = 2,/21CA 9
Ly /—l_Alz

"[FZD‘H HE- zD} '

In this case the inhomogeneous medium is inte-
grally isotropic and its electric fields averaged over
space satisfy the symmetry transformations (34)
and (35).

If we now go to the limit h/l — o in Eqgs. (49)
assuming that | is fixed, the initial doubly periodic
structure becomes singly periodic, a layered two-com-
ponent medium having the same compositions (more
accurately we obtain a medium containing semilayers).
In this case, the parameter k tends to zero. In the limit
k=0and

K=1m2 F=1 (54)
For h/l — oo we can use the following asymptotic rep-
resentations of the functions F'(k) and K'(K):

e =r@[rovd G mEi

= ?_'[ /1—A12In%g (55)

SCRIGES

Taking into account Egs. (54) and (55), the average

values of the electric field (49) in a two-component

material having periodicaly alternating semilayers
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have the form

D = &4/2A/1-1A,,

[EQ =

1-A,,

(56)

D =
(EQ) = J2A/1+A,,.

In this case, the inhomogeneous medium is broadly
anisotropic and Egs. (56) correspond to symmetry
transformations in the form (29)—(33).

This system is aso characterized by symmetry
transformations of the local fields where these transfor-
mations depend on the direction of the externa field.
We shall demonstrate this.

Let us assume that the external electric field E, =
Eox — IEq, has an arbitrary direction in the system. The
constants A and B in expressions (43) are determined
for arectangular cell step from the integral equalities

| h
1 1
Eox = I‘IReEl(X)dX, Eoy = EJ'ImEl(Y)dY- (57)
0 0

Integrating in Egs. (57), we obtain
m(A+B) F

2.2 1-n,K
MA—B) F

Epy = — 2T
¥ 2 2 1-A,K

where all the parameters are the same as in Egs. (49).
From the Egs. (58) we find the values of the constants
Aand B:

A= o2

I8

EOx =
(59)

Kl
A 1- AlzgéAOX + E EOyS
(59)

_ N2 Ky KO
B - —T[— 1—A12DEAOX—EEOYD

Taking into account the property of the function
X(2),

X(2) = X(2), (60)
we abtain from Egs. (43)—(45)
E3(2) + i—zEé(z) = 4AB, (61)
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which in expanded form becomes

&=
El(2) + ZEx)
1

8 .
- P(1—A12)[E":§ EOXEZ— S:S,Eoytq.
Thisisthe symmetry transformation of the local fields.
The transformation (62) establishes the relationship
between the field intensities at congruent points in a
doubly periodic system. It is inhomogeneous since it
contains aright-hand side.

If thedirection of the external field E, isfixed so that

(62)

Eox _ FK'

Eow FK’ ©3)
or, which amounts to the same thing,

EOX — hF

E_oy - I Ful (64)

the local-field symmetry transformation (62) becomes
homogeneous:

EX2) + 2EX2) = 0. (65)
€

The relationship (65) may be written as the linear

equality
E.(2 = #i A/EZEZ(Z).
&

The presence of two signs in Eg. (66) indicates that
there arein fact two directions of the external field each
corresponding to one of two transformations. Thus,
rotational symmetry exists.

For a square cell we have | = h which, according to
(52), meansthat F = F' and instead of (64) we have

Eox = Eoy- (67)

Consequently, the homogeneous symmetry transforma-
tion (66) isalso valid in asystem with square cellsif the
external field is directed aong the diagona of the
sguares.

Itisfound that the local-field symmetry transforma-
tion (66) is also satisfied for one-dimensional (layered)
structuresif the external electric field hasthe following
direction in the system:

B 1
Eoy 2./1-0,
This can be confirmed by going to the limit h/l — oo
and using the asymptotic Egs. (54) and (55).
Thus, the homogeneous local-field symmetry trans-
formation in the form (66) is valid for singly and dou-

bly periodic structures with equal concentrations of
components. In this case, the external field has a fixed

(66)

(68)
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direction which generally depends on the geometric
and physical parameters of the system.

An interesting property of these systems is associ-
ated with the transformation (66), i.e., the energy of the
electric field in inhomogeneous media is distributed
uniformly over the phases.

Infact, Eqg. (66) may be expressed as:

D,(2 = i‘i/\/glﬁz(Z).
€

Multiplying the left- and right-hand sides of
Egs. (66) and (69) and performing a preliminary com-
plex conjugation operation in (66) or (69), we obtain

Wi(2) = Wy(2). (70)

It follows from (70) that at congruent pointsin periodic
systems the electric field energy is the same so that the
overall field energy is distributed equally between the
phases:

(69)

(W,0= [W,00] (71)

It should be stressed that this statement only holds for
fixed directions of the electric field when linear homo-
geneous symmetry transformations are satisfied. These
conditions are satisfied for singly periodic and for dou-
bly periodic two-component structures with equal
phase concentrations.

4.6. Two-Component Media Containing
Unidirectional Cylindrical Fibers

A model of an inhomogeneous medium containing
cylindrical fibers of the same type positioned at the
nodes of arectangular lattice was proposed and investi-
gated by Rayleigh when studying optical effects [2].
The electric field in the composite was cal culated using
methods from classical potential theory which fully
take into account the relative influence of the fibers on
each other. This allows the physical fields to be calcu-
lated for any concentration of inclusions in the mate-
rial.

The method put forward by Rayleigh has been
developed in many studies, mainly involving two-com-
ponent matrix media [3-5]. In [3], for example, this
method was used to calculate the electric field in acom-
posite having a square configuration of cylindrical
fibers. The asymptotic solution in the third approxima-
tion has the form

DO = & 1-Aps—Aps[a+ (b+c)s']
—A3,bs’ + ALbcs™}, )
[E = 1+A,5—A%s[a+ (b+c)s]
+ A2 bs’ + A,bcs™,

where s = 11(r/)? is the concentration of inclusions (r is
the fiber radius, | isthe spacing of the square lattice); a,

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

EMETS

b, and ¢ are numerical constants (a = 0.3058, b =
1.40296, c = 0.0134).

This material is integrally isotropic and its average
electric fields determined by formulas (72) satisfy the
symmetry transformations (34) and (35).

Similar expressions for the average fields can be
obtained from the solutions derived previously for the
models described in Sections 4.1-4.3. In fact, if we
assume in Egs. (36), (37), and (39) that al the fibers
have the same radii r; = r,, and permittivities €, = &,
(A, =43), under these conditions the average val ues of
the electric field will correspond to a matrix medium
reinforced with fibers of the same type having its axes
at the nodes of a square mesh. As we can easily con-
firm, these also satisfy the symmetry transformations
(34) and (35).

Hence, all the analytic solutions given clearly show
that the average fields of two-dimensional two- and
three-component media satisfy symmetry transforma-
tions in accordance with the general theory. We note
that because of the known analogy between the macro-
scopic properties of various two-dimensional struc-
tures, many average characteristics of periodic systems
can naturally be extended to various classes of ran-
domly inhomogeneous media[6, 7, 10, 11].

5. RECIPROCITY RELATIONS

Various consequences follow from the symmetry
transformations which establish the general properties
of the average values of the electric field in inhomoge-
neous media. The most important of these are associ-
ated with the reciprocity relations of the effective
parameters. These relations may be obtained as fol-
lows.

We multiply theleft- and right-hand sides of the sec-
ond Eg. (16) and the first Eq. (20):

DAz, Az DA, Aga)L

) (73)
= €1 [E(Dg, A1) G IEA,, Azl
Using the averaged material Eq. (7) we obtain
Eeftxl D12 D13) Eetryy(Bor, Dgp) = Si, (74)

where in accordance with (4) we have A,; = —A;, and
Ay = —Dys.

Similarly, multiplying the left- and right-hand sides
of thefirst Eq. (16) and the second Eq. (20) gives

(D21, 3)0 DA, Agg)l]

) (75)
= &1 [E(Ay, A1) TE(Ay, Azl
From thisit follows that
Eeftxl D21 Da1) Eetryy(Bo, Diz) = Si. (76)

These Egs. (74) and (76) are equivalent. They deter-
mine the reciprocity relations of the effective parame-

No. 5 2000



SYMMETRY TRANSFORMATIONS AND RECIPROCITY RELATIONS

ters of two-dimensional three-component media. These
relations are extremely general and play an important
rolein the theory of inhomogeneous structures.

If an inhomogeneous material possesses broadly
isotropic properties, instead of two Egs. (74) and (76)
we have

Eeii(Daz D13) €(Do1, DBgy) = €. (77)
In the particular case when atwo-dimensional inho-

mogeneous medium consists of only two components,
€, and g,, Egs. (74) and (76) have the form

2
EettxdD12) Easryy(D21) = €1,

: (78)
EettxdDo1) Easryy(D12) = 7.
The equality (77) becomes
Earf(D10) Eeif(D2) = Ei- (79)

Strictly, Egs. (78) and (79) follow from the symme-
try transformations for two-component media (29) and
(31) and their derivation is exactly the same as the pro-
cedure used to derive (74), (76), and (77).

The reciprocity relations (78) and (79) are usualy
written in the form:

Eettxl €1 €2)Eettyy(€2 €1) = €1€; (80)
for anisotropic media and
Eaii(€1) €2)€arr(€2r €1) = €18 (81)

for isotropic materials. Here the first argument implies
the permittivity of the matrix and the second implies
that of the inclusions. Both forms of writing (78), (79)
and (80), (81) are equivalent, aswas shown in [12].

Reciprocity relationsin the form (80) and (81) were
established by Keller [1] who adopted the Rayleigh
model of an inhomogeneous medium to prove therele-
vant theorem. Balagurov showed [6] that the results of
the theorem are valid for less stringent constraints on
the shape of the inclusions and their position in the
composite. Generalizations of the Keller theorem pro-
posed by Mendelson [9], Fokin [7], Schulgasser [8],
and other authors extended thistheorem to avery broad
class of two-component media in terms of their possi-
ble geometric structure.

The reciprocity relations can be assigned a simpler
form if we introduce the tensor of the relative effective
permittivity

Aeff = {Aeffxx’ Aeffyy} )

whose components are rel ated to the components of the
tensor €4 by

(82)
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_ &1~ &dixx
Desiax = 8_——1+ .
Aeffyy = zl:zeﬂw (%3)
17T Eaifyy
(=1 < Do Destyy < 1).
Inverting Egs. (83), we obtain
€ettnx _ L= Detixx ety _ L —Dasryy
g 1+0g & 1 + Agityy (84)
Substituting Egs. (84) into Egs. (78) gives
Dests Doy Dig) = Aeffyy(AZlv Az), (85)
Dettxx(Do1, D) = _Aeffyy(Alzv D).
For isotropic media, Eq. (79) gives
Dgi(D1p, A13) = —Dgi(Bzy, Dgy)- (86)

In the form (85) and (86) the reciprocity relations
appear as odd functions of their arguments.

Thereciprocity relations and symmetry transforma-
tions can have a simpler and clearer physical interpre-
tation if we introduce the concept of reciprocal media
[6]. With reference to three-component mediathisterm
has an extended meaning.

Let usassumethat all the physical parameters of the
reciprocal medium relative to the initial medium are

denoted by atilde §11 52, gg, Alz, A13, E(Alz, Aj_g) s
f)(Alz, 513) , .... A double tilde returns this medium to
theinitial one.

By definition the reciprocal medium differsfrom the
initial one by the subdtitution of parameters A,
Az — Ay, Ay with theinitial geometry conserved. It
therefore follows that

A12 = Dy, Dz = Dy, (87)
which is equivalent to the equalities
€181 = €58, £,€; = €383 (88)

Here we have two relations and three indeterminate
parameters: €, , €, and €. Thus, we need an additional
condition. For example, if we assume that in the initial
medium and in the medium reciprocal to it the matrix
has the same permittivity €, = g;, from Egs. (73) we
obtain quite specific values of the permittivities of the
additional phases in the reciprocal medium expressed
in terms of the parameters of the initial medium:

£, = €ile,, &5 = €ile,. (89)

Itisfound that the average energies of thereciprocal
media are the same. From Egs. (17) and (21) we obtain
Re([DLIED = Re(DIED, (90)
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or in vector form

[DOTEO= (DOITED (91)

The components of the average electric field of the
reciprocal media are interrelated by the following:

[ELL = Fe; €aryy [ED,
(EG = F&1 ean E,
(DG = €&,€4,, D,
D = *&,€q1,, D,

(92)

tan (ptan (P = seffxx/‘geffyyi

where @ and (~p are the angles between the average val-
ues of thefield E,, E, and = Ey, respectively.

One advantage of the concept of reciproca systems
isthe obvious simplification of the study. The reciproc-
ity relations (74), (76), and (77), for example, can be
written concisely as:

~ _ 2 ~ _ 2
8effxx‘e'effyy = &g, 8effxxeeffyy = &5

N (93)
Earfer = E1.

The reduced notation is particularly convenient for
describing multicomponent media.

The form of the symmetry transformations of the
average values of the electric field and the form of the
reciprocity relations for the effective parameters
remain the same for an arbitrary number of compo-
nents, only the number of arguments of the correspond-
ing functions changes. Infact, let us assumethat acom-
posite having this structure consists of n components
and the matrix having the permittivity €, containscylin-
drical inclusions having the permittivities ,, €, ..., €,
in a doubly periodic configuration. This medium is
characterized by the parameters A5, Ags, ..., Ay, The
average values of thefield of itsreciprocal medium will
be functions of the parameters A, Az, .., Ay These
properties follow naturally from repeating the previous
scheme for calculating the electric field, in amulticom-
ponent fiber composite the calculations of the field are
also based on summing the pair interactions of cylindri-
cal inclusions and locally conserve their dipole nature.

6. CONCLUSIONS

Studies of the characteristics of multicomponent
mediaare attracting interest in many applicationsin the
physics and mechanics of inhomogeneous polarizable
materials. However, a systematic study of these materi-
asisheld back by various seriousfactors. Among these
mention may be made of the large number of constitu-
ent elements, the complexity of the internal geometry,
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and the scarcity of exactly solvable models. In this
respect, multicomponent media are considerably infe-
rior to two-component, two-dimensional composites
whose theory is based on the powerful mathematical
tool of the functions of acomplex variable.

Subsequently, general theorems in the theory of
inhomogeneous media, i.e., reciprocity relations, sym-
metry transformations, and energy relations, may play
an important role in obtaining specific solutions. Then,
it may be possible to check the correctness of the
empirical approaches and the accuracy of the approxi-
mate cal cul ations more effectively.
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Abstract—A generalized expression is obtained for the recombination velocity in structures with spatially sep-
arated electrons and holes. One stage of this processistunneling. Under certain assumptions the general model
yields the Shockley—Read recombination model and the tunneling recombination model. It is shown that an
induced recombination effect may be observed in tunnel -coupled regions. An expression is obtained for the cur-
rent—voltage characteristic of a surface-barrier diode in which tunneling recombination takes place. The theo-
retical results are compared with an experiment carried out using surface-barrier structures formed on gallium
arsenide and thin As,Se; films. © 2000 MAIK “ Nauka/Interperiodica’ .

1. INTRODUCTION

In addition to perfect crystal semiconductors, inhomo-
geneous materialsin which the el ectronsand holesmay be
gpatialy separated and recombination takes place by
induced tunneling to overcome the potentia barriers are
aso being studied and used. These materials particularly
include compensated semiconductors[1] in which fluc-
tuations of the band potential occur as a result of an
uncorrelated impurity distribution. As the degree of
compensation tends to unity, the amplitude of the fluc-
tuations is comparable with the band gap. Fluctuations
may also occur as aresult of variations in the composi-
tion of the solid solutions. This category may include a
broad class of glassy and amorphous materias [2].
Quantum-well structures are playing an increasing role
in electronics. For example, these structures have been
used to fabricate highly efficient light-emitting devices
based on wide-gap 111-V compounds[3, 4]. A spatially
nonuniform distribution of free carriersand recombina-
tion centers also forms in these structures which may
lead to new physical effects.

Recombination in spatially inhomogeneous struc-
tures has been investigated in various studies [5-7].
However, the formulas for the recombination vel ocity
in these studies have a particular character expressed
for the current—voltage characteristics and are not ana-
lyzed. At the same time, the sections of the current—
voltage characteristic attributable to recombination in
the space charge region carry useful information on the
properties of recombination centers[8-11] whichisnot
generally utilized. In the present study we obtain agen-
eralized expression for the recombination velocity in
structures with tunnel-coupled regions and for the cur-
rent—voltage characteristic of these structures. We show
that the Shockley—Read model [12] emerges asapartic-
ular case from the results of the present study. In addi-

tion, methods of obtaining the parameters of recombi-
nation centers are obtained.

2. THEORETICAL ANALYSIS

The recombination scheme is shown schematicaly in
Fig. 1. According to this, the semiconductor has two
regions which for various reasons contain different con-
centrations of free carriers and localized states which may
serve as recombination centers. These regions are sepa-
rated by athin tunnel-transparent layer. Each region has
recombination centers whose energies are digtributed in
accordance with some law which is generally unknown.
Carrier recombination may take place independently in
each region. We shall discuss the properties of the
model in greater detail. We shall consider a quasi-equi-
librium steady-gtate problem in which both free and
bound carriers have their own steady-state concentrations
a each point in space. For various reasons, primarily

‘ e By |
cp(E)ni(E) |cp(En; %(E)nlk(E) e (g
E+dE / Wik \\E'+dE'
Y El
E
/cpk(E)pk
ij(E)Plj(b:) p(EXP; TN o E)p(E)
v NAE) N(E)
E

v

Fig. 1. Diagram of electron transitions in the generalized
recombination model.
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because of the spatialy nonuniform digtribution of the
electric potentid, these concentrations have different val-
ues in each of the coupled regions. However, since quasi-
equilibrium is established in the system (sinceinjection
and generation take place), the free carriers of each type
form a common subsystem. The electron and hole con-
centrations generally differ. The change in their con-
centrationsis made up of the changes in concentrations
in all the coupled regions. The energy distribution of
the traps is determined by the physical characteristics
of the semiconductor and the conditions of formation
of the structure. In neighboring coupled regions these
may differ.

In order to calculate the recombination velocity, we
give the electron and hole recombination velocity bear-
ing in mind, as has been noted, that this is determined
by the recombination velocities in al the coupled
regions:

%‘ = [{=C(ENN(E)1-1,(E)]

~CuEINN(E)[ 1~ f(E)] (1)
+ Cp(E)ny(E)N;(E) f,(E)
+ Cu(BE)n (E)N(E) f(E) } dE,

%’ = [{=c,EPN(E)f(E)

—Cp(BE) pkNW(E) f(E) v
+Ch(B) py(BEIN;(B)[1 - f(B)]
+Co(B) pu(BE)N(B) [1 - f(E)] } dE,

where ¢, (E) (¢, «(E)) is the coefficient of electron
(hole) capture by localized states in the range between
Eand E + dEinregionsj and k: n; , (p; i) isthe density
of the electron concentration at the bottom of the con-
duction band (at the corresponding percolation level) or
the hole concentration (at the top of the valence band or
at the corresponding percolation level); ny; 1(E) =
N.exp[«E; — E)/KT] is a parameter characterizing the
rate of electron emission; py 1(E) = N, exp[HE —
E,)/KT] is a parameter characterizing the rate of hole
emission; E, isthe energy of the bottom of the conduc-
tion band (the corresponding percolation level); E, is
the energy of the top of the valence band (the corre-
sponding percolation level); N; ((E) are the energy den-
sity distributions of the localized states in the jth and
kth regions; f; ((E) is the probability of electron occu-
pancy of the localized states.

In the steady state the recombination velocities of
the electrons and holes arethe same. Equating (1) and (2),
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we find the relationship between the electron occu-
pancy functions of the trapsin regionsj and k:

fi(B) = {[cy(B)py(B) + cy(E)n;IN;(E)
+ Coi(E) P1(E) NW(E) — [t (E) + tp(E)] 3

x NW(E) f(E) H [tw(E) + t(E)INy(B)}
where t, (E) = ¢y (B)M « + Ny (B ty (E) =
Coi, k(E)P;, k + Py, 1(E)]-

In order to find each distribution function separately,
we need another equation. We obtain this equation by
applying the steady-state condition for the process to
the rate of change of the electron concentration at the
traps in one of the regions. This rate may be expressed
in the following form:

P = [ EIN,E) + cu(BP,N(E)
—[ty(E) + t,(E)IN;(E) f,(E)dE
[UAEEINEENE @

* [1 £(E)]dEAE + [ [we (E, E)N,(E)

x[1—f,(E)]N(E) f (E)dEdE'.

In accordance with the usual algorithm for calculat-
ing tunneling transitions [13], we shall assume that tun-
neling takes place without any change in energy. We
shall assume that the tunneling probability depends
only on the overlap integral [1, 2]:

W(E) = wR(E) = we (E) = vexp(=2r/a), (9)

where v is the frequency of attempts to overcome the
potential barrier, which is equal to the characteristic

phonon frequency; a = A/2mE is the localization
radius [1]; r is the average hopping length which is
equal to the average distance between traps which in
turn is determined by their concentration: r = 1/3/N . In
addition, we introduce the notation

Nij = [N (E)E.
E

We equate to zero the rate of change in the electron
concentration at the trap (4) and obtain another expres-
sion linking the occupancy functions of thetrapsin dif-
ferent regions:

fi(E) = [cy(E)n;N;(E) + ¢y py;(E)
+W(E)N;N(E) f(E) (6)
x{ [ty(E) + t(E)IN,(E) + WE)N,(E)N,} .
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By jointly solving Egs. (3) and (6), we obtain arela-
tionship between the occupancy functions and the trap
parameters and free carrier concentrations in neighbor-

ing coupled regions of space:
fi(E)N;(E)
- Conj Tpnk T WE)N;(C i + Cpi) (7
Tonk Tpnj F WE)N T o + WE)N; T
f(E)N(E)
_ _ ConkTon * W(E)NW(Cpnj + Cpnid (8)
Tonk T pnj ¥ WE) N Ty + WE)N; T ’

where Cyy « = [Crj, l(E)Ny ik + Cj il(E)Pyj, 1ild Ni(E); Ty, =
tpnj, k(E) + tpnj, k(E)

On analyzing formulas (7) and (8), we can note that
the degree of occupancy of the traps depends on their
parameters and on the concentration of free carriersin
the two coupled regions. We substitute (7), (8) into (1)
or (2) and obtain a formula for the recombination
velocity in the two coupled regions:

R=R+R +Ry, )
where
R = I{cn,-(E)cpj(E)(n?—pjnj)
E
X [Ty + WE)N;IN(E) }
X [T ok T pnj + WE)N T e + WE)N; T ] dE,
Re= [ Cad E) o E) (N7 = Py
X[Ton +WE)N;IN(E) }
X [T ok T pnj + WE)N T e + WE)N; T ] dE,

Rk = I{W(E)[Nij(E)Djk+ N¢N;(E)Dy]}

X [T oncTong + WIE)N, T i + WE)N, T 1 dE,

Dik = ty(E)Cp(E) p1(E) —ty(E)Cr(E)Ny,
Dy = tw(E)Cpi(E) pyj(E) —tp(E)cy(E)ny,

Like the occupancy function, the recombination
velocity is determined by al the parameters of the cou-
pled system. Below we consider some particular cases
of the generalized recombination model.

3. SHOCKLEY-READ MODEL

Thiswell-known mode is obtained from Eqg. (9) if we
assumethat first, recombination takes place viadiscrete
energy levels, i.e.,

Nj,k(E) = th,ké(E_ Etj,k)v
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where E;  are the activation energies of the traps, Ny
are their concentrations, and second, the coefficients of
capture by the traps in one region are zero, i.e., none
exist. Applying these conditions (cy = Cy =0), we
obtain from (9)

R = — CiCu(PN; — N,
Coj(Ngj + 1)) +Cpi(Pg; + P))

(10)

Formula (10) is exactly the same as the expression
for the recombination velocity via a trap in the jth
region of the semiconductor structure, which is the
main result of the study [12]. (Here we assume that

p;n; = niz). For this case the formula for the current—

voltage characteristic of a forward-biased p—n junction
in the recombination region was obtained and analyzed
in[8-11]. For the case of several recombination centers
the resultant current is the sum of the recombination
currents through each recombination center:

2[ 1Y O
qS‘N(U)Cnmemni [exp EQKTD_ 1i| Ntm

-3

m =121, ,/CmCpmEXP E—%}TE+ CamNim * CpmP1m(11)

2KT
q(Vqe—U)’

where w isthe width of the space chargeregion, gisthe
number of doubly charged recombination centers
which participate in the recombination process at the
same time.

An indication of the presence of complex recombi-
nation processes involving several recombination lev-
els may be the nonmonatonic behavior of the differen-
tial dope coefficient of the current—voltage characteris-
tic which is defined as

(12)

Asthe voltage across the p—n junction varies, 3 var-
ies between 1 and 2, having avalue of 1 when the volt-
ageislow. Asthe voltageincreases, the value of 3 tends
toward 2. The derivative

dap _ Bzi
du 2kT

mayv o

ni Cncp(cnnl + Cp pl) eXp [EkTD (13)

X

U 2
[Zni C"CpeXpE;TrEJ’ C,n; +C,, pl}
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Fig. 2. Differential coefficients of the current—voltage char-
acteristics of silicon-based p—n junctions: (1) ap/dU; (2) v.

has extrema. The maximaon the curve dp/dU = f(U) are
achieved at voltages U, which can be used to find the
deep-level activation energy:

E =

E;—qU, kT 1&1NC
: Aon 0

+8, 8= N

Similar information may be obtained using a differ-
ent differential coefficient:

_OR2KT 1
y - aU q Rnp! (15)

where R, is given by

Rnp(U) = ZRnpk
k

U
CrmCpmM Ntm[exp EngD+ 1}

. .
m 2ni/\/CnmemeXp|:QkT|:|+ nlanm+ plm pm

Under certain assumptions we have

ex m( UOm)IZI

o . _a1g O AT Do
du ~ 2KTR,, AU =Uopy, T
" | ep e 1

A function of thetype (16) isthe sum of bell-shaped
humps having minimaat the points U,,,. The amplitude
of each hump depends on the contribution of the spe-
cific deep level to the total recombination current.
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Assuming that the deep level lies above the center of
the band gap (i.€., ComPim < Crmlim), We obtain

o. = KI n[&&l\l_cm
m- 2 [hc,NU

The last value may be considered to be a systematic
error arising from a lack of knowledge of the capture
coefficients.

The differential coefficients can easily be deter-
mined experimentally. Figure 2 gives these values mea-
sured for silicon p—n junctions. They exhibit well-
defined extremawhich can be used to determine the acti-
vation energies of the recombination centers. The results
of measurements using the current—voltage characteristic
agree with independent measurements made by the ther-
mally stimulated capacitance method. In order to deter-
minetheratio of the capture coefficients we need to make
additional temperature measurements.

Eg_qUOm+ 5

Etnm = 2 m»

4. INDUCED RECOMBINATION

The phenomenon of induced recombination involvesa
change in the degree of occupancy of the traps in one
region under the influence of recombination fluxes tak-
ing place viatrapsin another region coupled to thefirst
by means of tunneling processes. Thus, as a result of
tunnel coupling, trapsin the first region transfer charge
to traps in the second region and conversely. This
changesthe recombination fluxesin both regions. Since
this phenomenon is accompanied by charge transfer of
levels, it may be called tunneling charge transfer. This
interesting new phenomenon is also described by for-
mula (9). However, it can be demonstrated more conve-
niently by analyzing the expressions for the trap occu-
pancy probability (7) and (8). We shall assume that no
tunneling takes place between regionsj and k (w — 0).
In addition, we shall confine ourselves to the case of a
single discrete level in the band gap and then from (7)
and (8) we obtain the occupancy probability

Cni kNi k + Cpi kP11 1k
f o= ik ke mpj kP Tk 17
h B,k ik b (17
We shall normalize the functions (7) and (8) to f; , (17)

and analyze the result. Figure 3 gives a modeling vari-
ant when ¢, < ¢y For the tunneling probabilities w <
10%? cm?® s the normalized probability functions for
trap occupancy in both regions are unity. This is the
case of weak coupling and recombination takes place
independently in both regions. At high tunneling prob-
abilitiesthe values of the normalized functions begin to
differ from unity. The traps influence each other. At low
injection levelswe find f; > 1. Then this value becomes
less than one and f, > 1. We note that at high injection
levels tunnel coupling is suppressed. Thisis expressed
as a tendency of both normalized functions to go to
unity. Similar behavior is observed when ¢, > Cy. In
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Jj, ilfo, arb. units

1.0

0.1

100 1013 1015

1011

1017
-3
nj’k, cm

Fig. 3. Charge transfer between traps associated with induced
recombination phenomena. Curves 1-5 give the functions fy,

and curves 1-5' give f;. The modeling was performed using
formula (9) for the following values of the tunneling probabil -
ities(incm®s7): (1) 102, (2) 1074, (3) 105, (5) 10719,

this case, however, f; is greater than one over the entire
range of injection levels.

5. TUNNELING RECOMBINATION

As we have noted, in amorphous and glassy semi-
conductors the electrons and holes are spatialy sepa-
rated. Recombination can only take place when one of
the stages of the process is tunneling, hence the name
of the model. Thismodel & so followsfrom Eg. (9). For
this we need to assume that in one region traps are only
exchanged with the el ectron percolation level andinthe
other region, with the hole percolation level. We shall
assume that c,; = 0 and ¢, = 0, and then we obtain
from (9)

R = I[W(E)NjNk(E)an(E)Cpk(E) P1(E)

—W(E) NyN;(E) ¢y (B)n;co(E) pil (18)

X [to(E)ty (E) + W(E) N(E)t 1 (E)
+WEN;t,(E)] dE,

which agrees with the conclusions reached in [7]. This
modd has an important property. Thisisthat the recombi-
nation velocity saturates at low probabilities of tunneling
between the coupled regions. These current—voltage char-
acteristics are also observed in compensated (Fig. 4)
and glassy (Fig. 5) semiconductors.

In order for recombination to be observed in metal—
semiconductor contacts, inverson conductivity must
occur in the layer adjacent to the contact. In this case, the
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Fig. 4. Tunneling recombination in GaAs structures, the cir-
cles give the experimental results and the solid curves give
the modeling using Eq. (17).

potential barrier at the interface with the metal should be
more than half the mobility gap. We shall assumethat a
certain constant biasvoltage U is applied to the contact.
The electrons and holes have a quasi-equilibrium distri-
bution in the space charge region. Their concentration
at the percolation levels may be obtained

IA
107

1071
10711
1072
1079

10714

-15 1 1 1 1 1
10 0 0.4 0.8 1.2 1.6 2.0

Uuv

Fig. 5. Current—voltage characteristic of a metal—-As,Se;

contact: the circles give the experimental results and the
curves give the calculations using Eq. (17) for tunneling

probabilities (in cm® s71): 9.4 x 1072 (1), 1.9 x 10720 (2),
4x102(3),7.7x 102 (4), L7x 102 (5), and 2x 1023 (6).
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by multiplying the concentration of the appropriate car-
riers at the boundaries of this region with the Boltz-
mann factor, which allows for the change in the poten-
tial @(X) near the contact. In the one-dimensional case
we obtain

[ e(Uk—U)—cp(X)}

n(x) = n(0)exp T
(19

P09 = plcyexp] ),

where n(0) is the concentration of free electrons at the
interface with the metal n(0) = N.exp(—,,/KT); p(d) is
the concentration of free holes at the boundary of the
space charge region in the bulk of the semiconductor (is
the same asthe bulk concentration of freeholespy); d is
the width of the space charge region of the metal—semi-
conductor contact; U, is the contact potential differ-
ence; eUy = ¢, — Er, where ¢y, is the height of the
potential barrier for holes at the metal—semiconductor
contact, and E; is the Fermi level energy. The instanta-
neous value of the potential energy @(x) is measured
from the corresponding percolation level in the bulk of
the semiconductor. The recombination current density
(9) can be determined by integrating the recombination
velocity (9) over the space charge region taking into
account the expression for the free carrier concentra-
tion (19).

The dependence of the recombination velocity on
the coordinate is a bell-shaped function having almost
exponential wings. This meansthat it can be calculated
using the method of steepest descents[8]:

d

jr = eJ'R(x)dx:zR 01 de()i* _ 2KT R

mxkT dx U eF

(20)

where R, is the maximum recombination velocity; F
isthe average electric field strength in the contact.

In order to integrate (20) we need to find the instanta-
neous value of the potential energy corresponding to the
maximum recombination velocity. We can change the
sequence of integration over the coordinate and energy. As
aresult it iseasier to search for an extremum. Having per-
formed a standard procedure [8], after various transfor-
mations we find the free carrier concentrations at the
point of maximum recombination velocity:

= meXpm 2kTE
(21)
@@ W U
cp(E)[cn(E)nl(E) n WN} DkTO
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n = n;ex Ei O
PE o] -
« cp(E)[cn(E)nl(E)+wN} ey g
c(E)Lc,(E) ps(E) + WN [hkT

Taking this into account, the expression for the cur-
rent density of the current—voltage characteristic has
the form

2kTd(V) O
RRTeECEE
23
[ ntexp[E20-ny(E) pl(E)}w(E)NN(E)g

x{ t(E)t,(E) + WEIN[t,(E) + t,(E)]} "'dE.

Expression (23) yields the result [14] whereby the
saturation of the current—voltage characteristic can be
attributed to limitation of the transmitting capacity of
the tunnel channel (j, 0 wN?) [15]. Allowing for (5), we
obtain aformulafor the saturation current density:

_ 2KTd(U) 2,

J D_2D
r U,—U

U ag/NY

Thus, the saturation current can be used to calcul ate
the concentration of traps involved in the tunneling
recombination.

We shall assume that the energy distribution of the
trapsis Gaussian. For low dispersions, when this distri-
bution is close to discrete, we can estimate the energy
of the distribution center from the maximum of the
reduced recombination velocity. In this approximation
we have

(24)

- 1i2KTd)
w = 2 U—U
| (25)
C.Col €Xp(€U/2KT) + 1]wN?

" LEN(E) + WNIL,(E) + t,(E)]’

We shall perform a standard procedure to search for
the maximum. To be specific we shall assume that the
level, for example, liesin the upper half of the band. In
thiscase, we have n, > n, > p,;. Under these assumptions
the voltage at the maximum of the reduced recombina-
tion velocity is related to the energy of the distribution
center by the following relationship:

3/2

N
E, = 05E —qum+kT|n[U"nD w } (26)
t Y |JTI*D Cpni

My 1S the effective density-of-state mass of the con-
duction band (valence band).
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Formulas (24) and (26) simplify the procedure for
modeling the current—voltage characteristic whose
resultsaregivenin Figs. 4 and 5 for samples having dif-
ferent degrees of ordering. These show fairly good
agreement with the experimental results. Other param-
eters required for the modeling were determined from
the results of independent experiments which are not
given in detail because of the restricted size of the arti-
cle athough they are mentioned below.

In GaAs the energy of the distribution center deter-
mined using formula (26) was equal to the energy of the
EL 2 trap which was checked independently by capaci-
tive methods. The parameters of this trap are well
known and they were used for the modeling. The dis-
persion of the distribution was calculated from the
broadening of the luminescence spectra of these sam-
ples. For the glassy semiconductor the trap energy and
the dispersion were cal culated using the results of mea-
surements of the space-charge-limited currents. Thus,
there were no fitting parameters for GaAs and one, the
capture coefficient, for the glassy semiconductor.

The model of recombination in surface-barrier diodes
developed in the present study is common to afairly wide
range of semiconductors with different degrees of
ordering.
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Abstract—It is shown that in the range of tunneling resonance energies of an S-1-S (superconductor—insula-
tor—superconductor) junction with weak (low impurity concentrations) structural disorder in the I-layer, the
average critical current and the magnitude of its mesoscopic fluctuations are determined by tunneling along
guantum resonance-percolation trajectories. For a“small” junction situated in a parallel magnetic field at tem-
perature T = 0 conditions for smallness of the mesoscopic fluctuations are obtained and an estimate is made of
therange of parametersin which the resonance mechanism for supercurrent propagation predominates. © 2000

MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Random spatial inhomogeneities of thetunnel trans-
parency in the junction plane caused, for example, by
random inhomogeneities of its thickness appreciably
influence the properties of atunnel SH-Sjunctionin a
magnetic field parallel to the junction plane, leading in
particular to a change in the dependence of the critical
current on the magnetic field [1, 2].

Here we consider that the inhomogeneities of the
tunnel transparency of the I-layer are caused by quan-
tum resonance-percolation tragjectories[3, 4], i.e., paths
of resonant tunneling along chains of approximately
equidistant impurities, formed randomly in an I-layer
with weak structural disorder and connecting the oppo-
site S-edges of the junction. In the tubes of resonant
transparency along these chains the coefficient of elec-
tron transmission is D ~ 1 whereas outside these the
coefficient is exponentially small which leads to strong
spatial fluctuations of the transparency in the resonant
energy range. An important difference between this
model and the model [1] is that fluctuation formations
such as the quantum resonance-percol ation trajectories
at low impurity concentrations determine not only the
magnitude of the fluctuationsin the range of tunnel res-
onance energies but also the magnitude of the average
critical current in an ensemble of “like” samples which
is considerably higher than the critical current of an
impurity-free junction.

2. MODEL. BASIC EQUATIONS

We shall consider a tunnel junction model in the
form of an S--S sandwich located a T = O K in a uni-
form externad magnetic field (0, H,, 0) paralel to the
junction plane and comprising two identical solid super-
conductors separated by a planar insulator layer of

fairly small thickness L, and area S= L, L, containing
identical electron-attracting impurities for which the
single-impurity local level is g, and the radius of local-
ization of the state at this level is a™ = (U, — &) 2
(A%2m = 1). The regular (unperturbed by impurities)
barrier potentia of the | layer is U, = const > |, where
W isthe Fermi level of the junction. Over the layer vol-
ume V = L, SN impurities are distributed macroscopi-
caly uniformly with the density n = N/V. The Fermi
level p is situated near €, i.e., within the energy spec-
trum of the resonant tunnel transparency of the disor-
dered I-layer. The junction is assumed to be “small”:
L, < A; (A, isthe Josephson depth of penetration of the
magnetic field), which means that the self-produced
magnetic field of the Josephson current can be
neglected [5].

In order to calculate the Josephson current the
superconducting order parametersinthe S-edgesy; , =
Aexp(id, ,) are assumed to be constant, as is usually
the case [2, 6], but are perturbed by the presence of
weak tunnel coupling between the edges. The charac-
teristic energy width y of the tunnel resonance whichis
significant for this value || — €| satisfies the relation-
shipA<y<u.

Under these conditions the Josephson current
through the junction may be expressed in the form [7]

J(H—€q @, Ty) = Ij(U_EOv Mo P)
C) Q)
. 2ndz]
X SH[A(I) + Tofjd P,
where (1 — &, Ny, p) iSthe current density, p = (Y, 2),
AP = b, — ¢, D and D, are the magnetic flux through
the contact and the magnetic flux gquantum, respec-

1063-7761/00/9105-1066%$20.00 © 2000 MAIK “Nauka/Interperiodica’



MESOSCOPIC FLUCTUATIONS

tively, Ty={r, 1, ..., r\} isarandom configuration of
N impuritiesin the I-layer, N > 1.
We write the Josephson current density in the form
. A d’q
=80Ty, p) = 5 [D(—E0 0 p, FN)(ZT[)Z, 2
where [4] D(M —¢€g, 9, p, 'y) iSthe tunnel transparency
of the I-layer for electrons of energy p having the fixed
transverse momentum component g at the “entrance”
to the barrier and the fixed transverse coordinate p at
the “exit,” and integration over q is performed in the
range0< P < .
Substituting (2) into (1), we abtain

TIA
Hu-go ®,T) = Zo6(H-5, 0T,

where the form of the function G([L — gy, @, I'y) isclear
from the substitution.
The objects of the calculations are

_ T 2 - (T 52
D0= 5 60 083)"0= F-g H86G)D

(4)
[{3G)°0= G’ GO,
where
-1 _
[GO= AT, J’ G(U—€g, @, M) dry, ®)
{rn}
1

EGZDZ N I GZ(IJ—SOa O, My)dry, (6)

N
{rnt
ATy = VN, dry = drdr,...dry.

At energies 1 close to g, the phase space of the
impurity system {I"\} isfactorized as a set of resonant
and nonresonant regions and the main contribution to
the averages (5) and (6) is made by the resonant regions
corresponding to quantum resonance-percolation tra-
jectories [3, 4]. Expressions (5) and (6) are then
reduced to the form

N
_ 2
[GO= mz: 1('!;)d P

w ()

x _[ Pm(U) G (M — €, U, @, ppy)du,
Lim

N
G0= S J’dzpm
m=1(s)

w (8)

res 2
x I pm(u)[Gm (H_SOI u, (D, pm)] dua
Lim
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where
G:‘lfs = G:'nes _8’ ’ - mvu
j J’ (L—€0, 0, P~ Pm U)
d2q . 9
(2m)’

. 21d 7
+ — —
X sm[Aq) 0 Lj

Here[4]

m-1
Pu(U) = azcmexp(—cmnu3)[ZUZE[%J - 1%} (10)
is the probability (per unit area) of formation of an m-
impurity quantum resonance-percolation trajectory
with the dimensionless“step” u = 2la (2l isthe distance
between neighboring impurities in the chain), ¢ = na™
isthe dimensionlessimpurity concentration, £ = aL, is
the dimensionless thickness of the I-layer,

res k
Dm (“_801 oF P—Pm U) = 400f

(11)
0 2a%p-pJ% ud® (L—g,)°0
x exp o 221P — Pol _ggz_(uz o)
0 u 2a vi(u) O
where

4o, = KT @2 +KD) 7,

K= kg =p-d,
P IS the transverse coordinate of the mth (last) impu-
rity in the chain,

y(u) = 4a’u‘e™ (12)
is the energy width of the resonant transparency zone
along the quantum resonance-percolation trgjectory.

Substituting (9)—11) into (7) and (8), calculating
the integral s contained therein, and finding the extrema
of the expressions obtained with respect to Ad, we
obtain the averages of the critical current and its fluctu-
ations:

_mA
0= 5 G0 "
2o (MO0 2
33)°0= = 13600
where
[Gc(U—&p P)O
N
res ) . (14)
= S{z ol (H—So)}ﬁ% sn%ci:a,
m=1
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[(3G(K — &0, ®))TI

N 1 CD
res 0
Zlfm (“_8")}2[“ o "
m=

2P (15)
Uao, D}’

Gl —e0) = 0y | pm(u)exp[ (“y - ))} U, (16)

Lim

res

S(u—gg) = 02 Ipmw)exp[ 21 o) }du (17)
G yi(u)

The integrals (16) and (17) can be calculated by the
method of steepest descents although in order to deter-
mine the nature of the dependence of [G.[1(14) and
[(6G,)?J(15) on p — &, it is sufficient to note that

(a) as aresult of the exponentialy fast decrease in
y(u) with increasing u (12), the main contribution to the
integrals (16) and (17) occurs near their lower limits;

(b) for

g%g_ 4a°
YimOo ™ ££/meXp

these integrals are exponentially small. Consegquently
for given m the main contribution to (16) and (17) is
made by the dightly winding quantum resonance-per-
colation trajectories close to the shortest, having the
step u,, = £/m and therefore the largest (for given m)
energy width y;,.

Thus, Egs. (14) and (15) [dlowing for (10), (16),
and (17)] give the tunnel conductance [G.[Jof a disor-
dered junction in a magnetic field and its fluctuation
[(6G,)?Has a series in powers of the concentration ¢
whose mth term gives the contribution of m-impurity
guantum resonance-percolation trajectories to these

0 <o

IL—&d >Vm = Tl

n-!
1

5
p/m

Figure.
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values and as a function of the argument 4 — €, is a
Gaussian curve having amaximum at 1 = €, character-
istic width ~y;,, and height ~c™.

3. ESTIMATES
We shall consider the“higher” single-impurity (m= 1)
tunnel resonance for ¢ < 1 which for |u — gy| < (&)
makes the main contribution to [G.Oand [{(8G.)%[] In
this case, (14) and (15) have the form (B = Td/dP,y)

[Ge(1 — &0, B = [Go(—go, 0)IB SN,
[{(3G.(1 — €0, B))’T= HBG(H —& 0))°T
x 311+ (28)*sin2],

(18)
(19)

where

G20, O)FF = nzoéexp[—w} (20)

V(&)
(3G (1 —€&o, 0))F = V]G(Z)exp{_z

n = ca’Sexp(—cn¥’). (22)
The condition for strong suppression of fluctuations
G0 > 08G,)0
yields the constraint:

N < 2B sin’B[1+(2B) *sin2p] (23)

The curve [G.[3 = [(0G.)’Cwhich arbitrarily separates
theregions of strong and weak fluctuations on the plane
(n7%, B) is shown qualitatively in the figure. The enve-
lope of the maxima behaves as 32, the region of strong
fluctuations is located above the curve, and for 3 = nTt
no region of weak fluctuations exists. We shall give
numerical estimates of the range of parameters where
this tunnel resonance may appear.

We shall estimate the range of concentrations c in
which the conductance [G, (1 — &y, 0)Uis considerably
higher than the conductance G, of the “empty” (without
impurities) junction for |u —&| < Y(£):

[G.O> G, = 4Ta’So, L ‘exp(-2%).  (24)
Substituting (20) into (24), we obtain
cexp(—cnie’) > AL T exp(-2%). (25)

Bearing in mind that for low-resistivity tunnel junctions
[2] exp(-2%) ~ 10 (£ = 7), we obtain from (25)
10° < ¢ < 10> (26)
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Assuming that a2 ~ k? = u ~ 10 eV (~10° K) we obtain
from (12) the estimate of the resonance width:

v(¥) 0107 eV (~10° K). (27)

In accordance with this particular model A < y(&) and
consequently

A~103eV (~10K), (28)
and the temperature should satisfy the condition T < A
and therefore T ~ 1 K. The junction area Srequired to
suppress the fluctuations for a given value of 3 is esti-

mated from (23). For example, for f = 0it followsfrom
(22) and (23) that

S> ¢ lexp(cn’)a’ (29)

Thus, for ¢ ~ 103 and &¥ = 7 we obtain S > 10332
where a™ isthe radius of localization of the state at an
impurity, which is of the order of magnitude of the
interatomic distance.

It can therefore be concluded that in the range of
parametersindicated above, in the presence of resonant
impurities having local levelsinthe band |u—¢g,| < ()
the Josephson current and its mesoscopic fluctuations
should be determined by the existence of quantum res-
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onance-percolation trgjectorieswith m= 1 in the disor-
dered I-layer.
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Abstract—An analytic and numerical investigation is made of the self-focusing of a wave beam allowing for
the inertia of the nonlinear response of the medium described by an acoustic type of equation. Some character-
istics of the dynamics of self-interaction of the wave fields are analyzed in the paraxial optics approximation
and the self-similar structures and space-time instability of a plane wave are considered. The stages of instabil-
ity buildup, structure formation, and the establishment of a steady state are studied numerically. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

With the successful generation of strong short elec-
tromagnetic pulses, theoretica studies of the salf-interac-
tion of wave beams under conditions when the inertia of
the nonlinear response of the medium plays an important
role have become atopicd issue. We have recently seen
the publication of theoretical studies devoted to the sdlf-
interaction of wave beams in media having the common-
est mechanisms for relaxation of the nonlinear response:
Kerr, diffusion [1, 2], and acoustic [3, 4]. The spatial
evolution of these beams is described by the same non-
linear Schrodinger equation. The transition regime to
the steady-state pattern depends strongly on the type of
relaxation equation for the nonlinear response of the
medium to the action of an electromagnetic field. For
the case of material coupling described by afirst-order
equation with respect to time, which correspondsto the
Kerr and diffusion mechanisms of nonlinearity relax-
ation, a steady-state pattern is established as a result of
the formation of singularities of the compressible fila-
ment or traveling focus type and the subsequent struc-
tural instability of these formations[1, 2]. For striction
nonlinearity, whose relaxation is described by an
acoustic equation, the establishment of a steady-state
self-consistent distribution is associated with the exci-
tation of an intermediate wave propagating into the
nonlinear medium [3, 4]. This conclusion was reached
for axisymmetric wave beams and consequently
applies to radiation whose power is of the order of
(higher than) the critical self-focusing power. It can be
predicted that dynamic structures of the compressible
filament or traveling focus type will play an important
rolein the evolution of wave beams having powers con-
siderably higher than the critical self-focusing power,
as in other mechanisms for relaxation of the nonlinear
response.

In the present study we make an analytic and numer-
ical investigation of the nonsteady-state self-focusing

of wave beamsin the presence of striction nonlinearity.
We find self-similar structures over a wide range of
supercriticality parameters and analyze characteristics
of the space-time instability of a plane wave and the
dynamics of self-interaction of the wave field in the
paraxial approximation under acoustic rel axation of the
nonlinear response. A numerical investigation of the
nonsteady-state interaction of wave beams was based
on a two-dimensional model system which keeps the
main features of the initial equations. This allowed us
to make a detailed study of the transition processes
under conditions of structural instability of the wave
fields.

2. BASIC EQUATIONS.
SELF-SIMILAR STRUCTURES

We shall consider nonsteady-state self-focusing
processes of an electromagnetic wave beam in a
medium where the dominant mechanism of nonlinear-
ity is striction nonlinearity associated with redistribu-
tion of the density of the medium under the action of a
ponderomotive force. An example of such amediumin
which we neglect the contribution of other nonlineari-
tiesmay be astrongly ionized plasma at moderate el ec-
tromagnetic radiation intensities. In this case, the wave
beam self-interaction process may be described by a
well-known system of equations consisting of the non-
linear Schrodinger equation for the scalar envelope of
the wave beam field Y(r, t) and the wave equation for
the perturbations of the density n. We shall consider the
case when the time taken for propagation of a wave
through the region occupied by the nonlinear medium
is substantially shorter than the characteristic relax-
ation time of the nonlinearity, i.e., the time taken for
sound to pass through the transverse dimension of the
beam. The field distribution in the medium can then be
considered to be quasi-steady-state, i.e., the time deriv-
ative o/ at in the nonlinear Schrodinger equation can
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be neglected. Asaresult, theinitial system of equations
can be expressed in the form

eag-ny = o, (1)

0N _pn = acF(uld). @
ot?

Here we shall also neglect time dispersion effects since
these are negligible for the pulses of interest to us, hav-
ing durations comparable with the sound relaxation
time. The scaleinvariance of these equations meansthat
they can be written for various nonlinear media [3, 5],
including a plasma [4, 5] in the dimensionless form
given. Here A = 3%/ 0x? + 8%/ 0y? isthe transverse Lapla-
cian, and the field | is normalized to the field charac-
teristic for nonlinear effects in which the steady-state
perturbation of the refractive index varies substantially.
Here we al so introduce the new coordinatesz=kz, r; =
kr 5, and the timet = kyvd, where k is the wave number
and v is the velocity of sound (in a plasma the ion
sound velocity). By introducing the arbitrary function
F(Jw]?) we can describe awide range of situations from
the simplest dependence F(|y[?) = |@J? corresponding
to cubic nonlinearity to nonlinearity saturation effects.
We shall subsequently analyze the space-time dynam-
ics using the system (1), (2) with the following bound-
ary and initial conditions:

Y=y, y,t) az=0, nt=0)=0. (3

In the simplest case F(|YJ?) = |Qf? after the estab-
lishment of steady-state cubic nonlinearity (n =—|y}?)
the problem reduces to the well-studied nonlinear
Schrodinger equation with cubic nonlinearity. From
the theory of steady-state self-focusing we know that
if the power of the wave beam entering a nonlinear
medium (z = 0) exceeds a critical value called the criti-
cal self-focusing power

P = J'|l|J|2dr3> P.,

the evolution of any distribution inevitably endsin the
formation of a singularity [6-9]. Near the focus z = z,
the axisymmetric distribution of the field evolves in
accordance with the self-similar law [9]

| Z-7%
. Inin(z,-2)

(aisthe transverse dimension of the beam); the energy
flux trapped in the singularity isexactly P,,. If the beam
power is considerably higher than the critical self-
focusing power, the wave beam separates into beams of
critical power in the transverse direction [6, 5, 8].

In the nonsteady-state regime a common class of
solutions for media having nonlinear response inertia
are solutions in the form of jets which are homoge-
neous aong z and compressible with time (homoge-
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neous wave channels), along which the trapped el ectro-
magnetic field propagates. Substituting into the initial
equations

— L2 DZD
. (4)
Z0\@ By azton

we can easily obtain the following equations for the
self-similar functions:

AED—(1+N)® = 0, (5)
P°E*Nge + 6p°EN; + 6p°N—AN = A%, (6)

where /; is the Laplacian in cylindrical coordinates.
A numerical analysis of the system of Egs. (5), (6)
shows that a localized self-similar solution exists for
any value of the parameter p characterizing the rate of
collapse. For p — 0 a transition takes place to the
limit of a homogeneous waveguide channel (“ Townes”
mode) when the coupling between the perturbations of
the medium and the field is quasi-steady-state. High
valuesof p (p > 1) correspond to the highly nonsteady-
state case when the term containing the time derivative
plays a determining role in theinitial equations (1) and

(2). In the supersonic regime the power P = [®°dE

channeled in the dynamic jet depends on the rate of
compression. The rate of compression increases with

increasing parameter p asp O /P . It isimportant that
the power stored in the filament in the dynamic regime
may be significantly higher than the critical self-focus-
ing power in a system with steady-state nonlinearity
(p=0).

At this point we note the existence of abroader class
of self-similar structures corresponding to traveling
singularities of the focustypea ~ z/v —t + t,. It can be
seen that these are described by a system of equations
similar to (5) and (6). These equations contain the
square of the focus velocity v and thus, unlike other
types of nonlinearity relaxation (Kerr, diffusion) [1, 2],
inthis particular case the direction of motion of the sin-
gularity cannot be determined from the condition of
localization of the solution. Using the generalized lens
transformation

b= 1Pk 2 DepHzr
! ()
n azN(E, zt), &=2
where aisan asyet arbitrary function of the arguments
z t, yields the following equation for the field:

|a20—¢+AE<D Q\Ha Szgfp=0. (@
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From this it can be seen that for a traveling-focus self-
similar structure (a ~ z/v —t + t,), the last (Iens) term
goesto zero (a, = 0). In this case, the self-similarity is
exact (complete) and the dominant eigenmode of equa-
tion (8) is strictly localized.

Hence, an anaysis of the self-similar solutions
reveals a new possibility for the formation of a singu-
larity other than steady-state self-focusing, in which a
power considerably higher than the critical value is
|localized. However, the existence of suitable self-simi-
larities still does not guarantee the feasibility of the cor-
responding solutions for arbitrary initial and boundary
conditions of the problem. A broad class of self-similar
solutionstendsto indicate awide range of dynamicsfor
the establishment of a steady-state distribution in the
system (1), (2) and especidly in the highly supercritical
regime.

3. PARAXIAL OPTICS APPROXIMATION

The self-similar structures obtained naturally give
some idea of the problem but a simpler and more con-
venient method of analyzing the self-interaction of
wave beams is the paraxial optics approximation. The
accuracy of the results obtained using this approxima-
tion, particularly in the case of the nonsteady-state self-
interaction being considered is obviously low. Thisis
because the lens formed under the action of the ponder-
omoativeforce, isin principle aberrational, especially in
the dynamic regime when acoustic perturbations of the
medium density are excited. In this case, however, the
paraxial approximation gives a qualitatively correct
description of the system behavior. For example, when
a homogeneous waveguide channel forms in a pulsed
radiation field [3], a comparison between the gain fac-
tors calculated using equations of the type (1) and (2)
and using the aberration-free approximation shows that
neglecting aberrations merely yields dightly exagger-
ated values of the field on the axis of the system.

We shall consider a system of Egs. (1) and (2) for
F(JWP) = |@P in the paraxia optics approximation (in
the so-called aberration-free approximation) whereit is
assumed that the field distribution in a wave beam
propagating in a nonlinear medium remains Gaussian

r? .a
g = _eXpD_Z_a2+|4Er 0 (9)

having the width a which depends on z and t, and the
distribution of the refractive index perturbation in the
axial region is approximated by a parabola

n = ny(z t) + ny(z t)r’. (10)
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As aresult we have the standard equation for the beam
width in the paraxial approximation of self-focusing
theory

od’a_ 4
07 a°
The sdlf-consistent evolution of the dependence ny(z, t)
is determined by the material Eq. (2) inthe axial region
(r = 0). The normal method of calculating n, is as fol-
lows [10]. Integrating the material Eqg. (2) for a Gauss-

ian wave beam, we can easily find expressionsfor n and
consequently the value of the coefficient

—4n,a. (1)

_19°n
M =507 (r=0)

of the quadratic term in the parabolic approximation of
the perturbation of the refractive index n. As a result,
the self-consistent equation to describe the behavior of
the wave beam width in the aberration-free approxima-
tion isintegrodifferential [10].

We shall subsequently adopt a different approach.
We shall assume that the parabolic approximation of
the refractive index (10) is a consequence of the expan-
sion of n = nyexp(—%a?) for r = 0. The existence of
additional coupling (n, = -ny/a?) alows us to obtain the
oscillator equation from the material equation (2) for ny:

o', , 8N, _ 8P

i &
Note that as a result of this approach we have obtained a
smpler and clearer system of equations to describe the

space-time evolution of the wave beam (11) and (12)
instead of an integrodifferential Eq. [10].

Naturaly the equations in the aberration-free approxi-
mation (11) and (12) have the same sdf-similar substitu-
tion astheinitial system (1) and (2):

(12)

a = ty—pt. (13
From (11) and (12) we can then obtain the following
relationship for the rate of collapse:

For P > 1 we then find the value of p = /2P/5 which
isthe same as the similar value for the parameter of the
self-similar structure (5) and (6). For a power of the
order of the critical self-focusing power P, = P = 1 the
rate of collapse is low and equation (12) may be pre-
dicted to have oscillator properties. Obviously, these
properties should be manifest most clearly at the
entrance to the interaction zone (z = 0) where the width
of the collimated wave beam (a(z = 0) = a,) varies neg-

ligibly.

(14)
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We give the expression for the square of the wave
beam width as a series:
2_2 2
a’ = a§+%§2—(z= O,t)%
64 2 ’ 4 (15)
&, =00
+5?(Z— 0, t)24
It isthen easy to obtain an equation describing the motion
of the maximum coordinate of the field (da/dz = 0):

o = 622/08 (16)

The spatial derivatives of the square of the width are
calculated for z = 0 where a, remains constant in time
[having renormalized the variables in the system (11)
and (12), this can be taken as unity]. This alows usto
obtain explicit expressionsfor them. For example, from
(11) we can easily obtain

0’a’

— = 8(1—-n,),

7 (1-ny)

where the second derivative of the refractive index per-
turbation at the boundary (z=0) is described by

(17)

(18)

Integrating (18) for the case where the fidd is “ switched
on” ingtantaneoudy ([P(t = 0) = const], we find

N = P[1—cos(2./21)]. (19)

Similarly we can obtain an expression for d*a%0z*
(z=0,1t). Thisis fairly cumbersome and thus we shall
not giveit herein itsentirety. For P = 1 and times when
the numerator in (16) vanishes (n,, = 1) we find

0*a?/dz* = 80. Finally we obtain
2 =—1§2{ 1-P[1-cos(2420)]}.

From thisit can be seen that at time

t=(4P) ™ (20)

the first maximum of the field appears near the bound-
ary (z= 0) and propagates into the nonlinear medium as
itisamplified. The rate of emergence of the field max-
imum from the linear focal region is approximately
unity.

Figure 1 shows the time dependence of the position
Z.ax Of the field maximum on the axis obtained in the
paraxial approximation, i.e., by anumerical simulation
of the system of Egs. (11) and (12) for near-critical val-
ues of the power. Thethree curves plotted in Fig. 1 corre-
spond to the powers P, = 1.2, P, = 1.4, P; = 1.6 A char-
acteristic feature of the motion of the field maximumis

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 91

1073

Zmax

1.0F

0.8

0.6
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Fig. 1. Time dependence of the position z,, of the field
maximum on the beam axis obtained using the paraxial
approximation. Curves 1, 2, and 3 correspond to powers
P, =12, P, =14, and Pz = 1.6, respectively.

that it exhibits a rapid shift from the origin z= 0, begin-
ning at t = 0.5 [see expression (20)], to the point z= 1
and then moves slowly back to the boundary z= 0 at the
velocity d(z,,)/dt ~ 0.1. Note that the motion of the
maximum into the nonlinear medium is unlikely to be
caused by the motion of the beam foca point since the
beam width at the field maximum point a.;,, differs negli-
gibly from the value at the entrance a,,;, ~ a(z=0) = 1.
However, the motion of the maximum back to the
boundary z = 0 is characterized by low values of the
width a.;,, and high values of the concentration pertur-
bation n,,,, and may be considered to be the motion of
the beam focus. Thislast stage of the beam evolutionin
the paraxial approximation realizes a solution of the
traveling focus type.

The displacement of the region of maximum field
into the nonlinear medium istypical of the initial stage
of nonsteady-state self-interaction for various mecha-
nisms of relaxation of the nonlinear response. A char-
acteristic feature of the excitation of acoustic motionin
amedium is the periodic formation of regions of wave
beam constrictions (field maxima) near z = 0 and their
subsequent motion into the nonlinear medium [3, 4].
Typical parameters of the process are the same as the
values obtained below in astudy of the resonant space—
time instability of a plane wave. In terms of dimen-
siona variables the velocity of the field maximum in a
wave beam having the characteristic width a, is v, =
ckqyag, Where ¢ is the velocity of sound and k; is the
wave number of the electromagnetic wave. The period
of theinhomogeneity generation is of the order of mag-
nitude of T = ay/c,. Estimating the collapse time from
(11) and (12), we can easily establish that the number
of overoscillations is proportional to (P — 1)™2. It is
also clear that these effects are suppressed appreciably
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for pulses having a leading edge duration 1; greater
than the oscillation period (1; > 2m).

Another conclusion can also be drawn from equa-
tion (17). A spatially bounded pulse of duration T and
width a, is trapped in the self-focusing process if the
power P exceeds the threshold value:

P> al/4t’. (21)
Calculations for pulses of different shape based on an
integrodifferential equation were presented in[10]. The
results of the calculations show that the threshold
power remains almost constant P = 1 when the param-
eter ay/T varies between zero and one and then increases
in accordance with the relationship obtained above pro-
portionately as (ay/1)>.

4. SPACE-TIME INSTABILITY
OF A WAVE BEAM

Singularities in the dynamics of transverse separa-
tion of a wave beam having a power higher than the
critical value for self-focusing can be investigated most
easily by studying the stability of ahomogeneous plane
wave. Therole of varioustransverse perturbation scales
in the formation of a nonlinear structure is determined
by the corresponding instability growth rates. This for-
mulation of the problem has recently been actively used
to study the behavior dynamics of abrupt inhomogene-
ities (*hot spots™) against the background of a continu-
ous wave field distribution [11, 12]. We shall consider
some singularities in the dynamics of self-interaction
associated with acoustic relaxation of the nonlinear
response.

Assuming that Y = ®, + qcos(k - rp), n=pcosk - rp),
(la] < @) we linearize the initial system of equations.

Asaresult, we obtain the following equations for the real
part of thefield perturbation g, = Re(g) and p [11-13]:

2
L% | kg, +Kpad, = O, (22)
0z
2
9P 4 12p+ K 2, P, = 0. 23)

ot?
The system of Egs. (22) and (23) reflects singularities
of the nonsteady-state self-interaction accompanying
acoudtic relaxation of the nonlinear response of the
medium. Itisasystem of coupled equationsfor space (22)
and time oscillators (23). Unlike [11-14], we shall con-
sider a special class of resonant perturbations

q, p OA, hexp(ikt +ik’z), (24)
corresponding to wavestraveling away from (minus) or
toward (plus) the boundary. This type of perturbation
will clearly evolve asfast as possible. The equationsfor
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the slowly varying amplitudes of the resonant perturba-
tions have the form

0A _

@
IE = i7h, (25)
.0h _
IEE = —kCDOA. (26)

An unstable solution of these equations with the initial
condition g,(z, t = 0) = A,, g, can only be obtained for
waves traveling away from the boundary [plus sign in
Eq. (25)]. This solution has the form

A = Aglo(~/2kztdy), (27)
h = iAO“/ﬁtll(A/ZkthDO), (28)
Jz
and thus, at the boundary z = 0 we have
Y(z=0,t)=d,+ Ajcos(kt), (29)

i.e., the field exhibits weak (A, < ®;) periodic time
(T = 217k) modulation.

For waves traveling toward the boundary the modi-
fied Bessel functions are replaced by the ordinary func-
tions J, and J; and consequently no instability occurs.

From the condition that the envelope (27), (28)
increases slowly on the characteristic space and time
scale of the wave perturbation we can find that the
range of validity of the solution (27), (28) is achieved
for k> ®,. These perturbations are the fastest growing.

Small perturbations on the propagation path of the
wave field increase exponential ly with time. Asaresult
the phase of the wave perturbation travels from the
boundary of the nonlinear medium z = 0 into this
medium at the velocity L/k while its amplitude
increases in space and time. Note that the space-time
dynamics of the perturbation envel ope [the dependence

of the function 1y(~/2kzt @) on z and t] negligibly
influences the motion of the maxima of the field modu-
lus || so that this motion takes place almost at the
same velocity as the phase motion: dz,,/dt = 1/k. An
important characteristic of the dynamicsisthe presence
of a phase shift 72 between the perturbations of the
field (27) and the refractive index of the medium (28).
This can be seen in the numerical calculations of the
nonsteady-state self-focusing in a medium exhibiting
acoustic relaxation of the nonlinear response [3, 4]. For
the velocity of aresonant perturbation under conditions
of space-timeinstability wehave v = vkyq,. Thisvalue
is the same as the propagation velocity of wave-like
perturbations in the paraxia optics approximation and
in the numerical calculations[3, 4].

Space-time instability on nonresonant scales was
investigated in [13]. This instability evolves asin Kerr
and diffusion relaxation of the nonlinear response [15].
The growth rate of this instability increases as the per-
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turbation wave number k increases. In a layer of
bounded length the instability reaches the nonlinear
stage of evolution initially at the rear boundary and then
the region of the nonlinear regime expands at avelocity
of the order of Z/2t toward the incident radiation. In the
intermediate region between the front boundary and the
boundary of the nonlinear regime for the nonresonant
instability the space-time dynamics is determined by
the evolution of resonant instability if its corresponding
growth rate is higher than the nonresonant instability
growth rate. Thisis achieved under the condition

zkdbg >,
i.e., infairly strong pump fields and for large k.

(30)

5. NUMERICAL INVESTIGATION
OF NONSTEADY-STATE SELF-FOCUSING

It is difficult to make a numerical investigation of a
nonsteady-state three-dimensional problem in terms of
thevariablesx, y, z, and t for times considerably greater
than the nonlinearity relaxation time even using power-
ful computers. In order to identify the fundamental
characteristics of nonsteady-state self-interaction under
conditions of structural instability of the wave fields,
we decided to use the following (model) system of
equations:

2
U, IW_ ny = 0,

0z 0 (31)
Fo, o0 Fn_ &t
o2 0t 9x®  axl1+alyt

where I is an operator describing the damping of
acoustic perturbations.

This system of equationsfor a =0, ' = 0 is exactly
the same astheinitial system (1), (2) in the sense of the
laws of asymptotic behavior of thefield near asingular-
ity of the same type. Here we used a well-known pro-
cedurein the theory of wave collapse (see, for example
[16]) which reduces the dimensions of the problem but
retains the main physical dependences and scalings. If
we consider equation (1) with an arbitrary steady-state
power nonlinearity n = |J* and various dimensions of
the transverse Laplacian d, it is easy to show that the
power of the steady-state |ocalized nonlinear mode Y =
W(r)exp(-ihz) and the corresponding self-similar solu-
tionsisindependent of its width (amplitude) for sd = 2.
For s=1, d = 2 we have a standard Townes mode and
collapse of beams having powers exceeding thiscritical
power. A similar situation is achieved in the two-
dimensional case(x, z2) d=1fors=2,i.e.whenn=|yJ*.
This means that the model system of Egs. (31) can be
used to investigate beam collapse with the formation of
a singularity and beam decay into filaments as a result
of the evolution of self-focusing instability, i.e., to
some extent it can simulate the self-interaction of real
three-dimensional beams. Saturation of the nonlinear-
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Fig. 2. Dependence of the modulus of the field on the axis
of the system (the function ||(x = 0, 2)) on the longitudinal
coordinate zfor several successive times obtained asaresult
of a numerical simulation of the process of space-time
instability of a plane wave with the boundary conditions
Y(z=0) =2+ 0.02cos(kx) and the transverse wave number
k=1 Asfar asthetimet = 0.5 the solution is only charac-
terized by ashift of the maxima (see Fig. 3) and anincreasein
the spatial modulation and may be described using the approx-

imate analytic solution Y = &g + al O(CDO(Zkzt)”Z)exp(ikt -

ikzz). From this time the solution becomes essentially non-
linear (the perturbations Y become of the order of ®).

ity ((a # 0) isintroduced to confine the field near the
foci.

The system of Egs. (31) was integrated numerically
using afast Fourier transformation. The number of har-
monics nx = 512 was selected to obtain a fairly good
description of the smallest-scale spatia inhomogene-
ities. The boundary conditions were assumed to be
periodic in x, and the calculation accuracy was moni-
tored from the conservation of theintegrals of theinitial
system. We shall first consider the nonlinear stage of
resonant instability, then the transition process in the
evolution of space-time instability and the establish-
ment of a steady-state field distribution. This formula-
tion of the problem corresponds to a “broad” wave
beam having above-critical power. The evolution of the
wave field was investigated using the same boundary
distribution of the field

z=0, Y = d,+q,cos(kx), (32

asin[1, 2] in order to illustrate singularities associated
with the acoustic mechanism for relaxation of the non-
linear response. The sdlf-interaction dynamics of a
localized field distribution were studied separately.

(1) The process of space-time instability of a plane
wave was investigated numerically on a spatia interval
having the transverse dimension L, = 2 and longitudinal
dimension L, = 1.75. The homogeneous field distribu-
tion d, = 2 was simulated by a small perturbation hav-
ing theamplitude g, = 0.02 and transverse wave number
k = 1t Figure 2 shows the field distribution on the axis
of the system (JQ|(x =0, 2)) at varioustimes. Theinitial
stage of evolution of the small perturbationsis charac-
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Fig. 3. Time evolution of the z coordinates of the four max-
ima of the function || closest to the entrance to the nonlin-
ear medium (z = 0). This dependence is the result of a
numerical simulation of the process of space-time instabil-
ity of a plane wave having the boundary conditions [({(z =
0) =2+ 0.02cos(kx)] and the transverse wave number k=Tt
The motion of the maxima at timest < 0.4 takes place at
amost constant velocity.

terized by an increase in the modulation of thefield. Its
amplitude increases in space and time. In addition, the
perturbation wave travelsinto the nonlinear medium, as
is clearly demonstrated in Fig. 3 which gives the time
dependence of the coordinates of the four maxima of
the field modulus closest to the entrance to the nonlin-
ear system (the point z=0). For timest < 0.4 the z coor-
dinates of the field maxima increase amost linearly
with time [as for the approximate analytic solution
(27)] and the spatial structure of thefield always resem-
bles (27). We note that this “similarity” of the behavior
of the numerical and analytic solutions at the initial
stages of the evolution is manifest despite a difference
in the boundary conditions [for the analytic solution
(27) the field at the boundary varies periodically with
time (29) whereasin our problem (z=0, t) = const. At
t = 0.4 the motion of the maxima becomes slower and
is accompanied by the appearance of small-scale spa-
tial modulation of the field which is subsequently
amplified. Quite clearly, the field distribution becomes
essentially nonlinear at these times (the amplitude of
the perturbations is of the same order of magnitude as
the amplitude of the unperturbed plane wave) and can
no longer be described using the approximate analytic
solution (27). At timest > 0.5 the second maximum of
thefield begins to move back toward the entranceto the
nonlinear medium, which is very reminiscent of the
time behavior of the coordinate of the beam maximum
Z(t) obtained in the paraxia approximation (see Fig. 1).
The overall space-time pattern of theinitial stage of the
process corresponds to the evolution of resonant insta-
bility. By thetimet = 0.6 the spectrum of thefieldissig-
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nificantly enriched in spatial harmonics and the system
goesover to anonlinear regime characterized in that the
first maximum remains in its origina position and its
amplitude increases.

(2) A numerical investigation of the competing behav-
ior of many spatial harmonics was made alowing for sat-
uration of the nonlinearity (a # 0). At the boundary we
defined a field distribution of the type (32) having the
average @, = 2 modul ated by the sum of several spatial
harmonics having different phases and small ampli-
tudes. This formulation of the problem can be used to
analyze the dynamics of the self-interaction of wave
beams having powers considerably higher than the crit-
ical value for self-focusing. The results are plotted in
Fig. 4. Resonant space-timeinstability of a plane wave
similar to that shown in Fig. 2 develops initialy. This
stage concludes with the formation of a *homogeneous’
collapsing waveguide channel. Over itsentirelifetime the
channel looks corrugated. The corrugation is initialy
dynamic and is determined by the acoustic relaxation of
nonlinearity (Fig. 4a) and isthen associated with anon-
linearity saturation effect (Figs. 4b, 4c). Note that by
modifying the spectrum of the initial perturbations (32)
we did not succeed in achieving a smooth homogeneous
channel or atraveling focusregime asin the Kerr or diffu-
sion relaxation of the nonlinear response [1, 2].

The concluding stage involving the establishment of
a steady-state pattern of wave field separation takes
place asin other types of nonlinearity relaxation: struc-
tural instability develops initialy, leading to perturba-
tion of the dynamic turbulence. This stage of nonlinear
interaction of electromagnetic radiation with matter
accompanying Kerr relaxation of the nonlinear response
of amedium was observed recently in anumerical inves-
tigation of processesfor three-dimensional wave beams
[17]. Short-lived localized turbulent structures of thistype
have recently been increasingly frequently described in
the literature asflickers [11, 12]. It isimportant to note
that the ensuing fairly chaotic spatial distribution of the
field (sometimes having the outline of a “homoge-
neous’ channel) is then gradually expelled from the
boundary into the nonlinear medium (Figs. 4d, 4e) and
a completely steady-state pattern shown separately in
Fig. 4f formsin this region. Thisis naturally the same
as the field distribution in other types of relaxation of
the nonlinear response. However, unlike the Kerr [1]
and diffusion [2] mechanisms of nonlinearity relax-
ation, in this case the steady-state distribution is estab-
lished without any dissipation of the acoustic motion of
the medium (2). The time of establishment is of the
same order of magnitude as that for Kerr nonlinearity
and is 1.5 orders of magnitude greater than the charac-
teristic time for the diffusion mechanism of nonlinear-
ity. Thisincrease is evidently attributable to the strong
“damping” of sound in the diffusion regime. The agree-
ment between the times of establishment for the Kerr
and acoustic mechanisms of relaxation is apparently
arbitrary. At this point it is better to search for the rea-
son for the appreciableincreasein the time of establish-
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Fig. 4. Time evolution of the spatial structure of the field Y: (a) t = 0.843, (b) t = 1.56, (c) t = 1.875, (d) t = 21.875, (€) t = 59.375,

and (f) steady-state pattern.

ment of the steady-state pattern for Kerr nonlinearity
which is more than an order of magnitude greater than
the characteristic relaxation time of the nonlinear
response.

(3) When the wave beam power exceeds the critical
value by a moderate amount, the establishment of a
steady-state pattern takes place most smoothly. In order
to suppress the waves reflected from the boundaries of
the calculation range, we introduced the term iB(X) in
Eqg. (31), which corresponds to smooth damping of the
field near the boundaries of the calculation range. The
calculations were made for a Gaussian beam ¢ =
Aexp(—x?/a?) collimated at the entrance to the nonlinear
medium (z=0). For A = 2 aself-consistent distribution
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of the perturbations of the field and the medium was
established as aresult of the excitation of an intermedi-
ate wave near z = 0, i.e., the self-interaction dynamics
had the same character as in [3, 4]. As A increased,
some structural characteristics were observed.

A region of strong field forms initially and then
aberrational distortions cause this region to expand
mainly into the nonlinear medium and form a fairly
extended homogeneous channel. Instability leads to
decay of the quasi-homogeneous channel. The inhomo-
geneities observed as a result of this process are ini-
tially distributed regularly along the axis of the system
and then their distribution varies uncontrollably until
two regions of maximum field remain. The appearance
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of someturbulenceintheinteraction zoneismost likely
attributed to weak reflection from the boundaries of the
calculation interval. For A > 3 we did not succeed in
completely suppressing this reflection and as a result
the reliability of the numerical simulation was reduced
appreciably.

At the concluding stage in the establishment of a
steady-state pattern the “peak” closest to the boundary
remains constant while the second peak movesinto the
nonlinear medium. As aresult a steady-state pattern is
established where the wave beam splits into two
slightly diverging beams beyond the first focus and
these then converge and form aregion of strong field on
the axis of the system.

6. CONCLUSIONS

This investigation has shown that there is a signifi-
cant difference in the dynamics of the nonsteady-state
self-interaction of wave beams having powers of the
order of (higher than) and considerably higher than the
critical self-focusing power. Inthefirst case, the steady-
state pattern is established in accordance with the sce-
nario proposed in [3]. An intermediate wave is excited
near the boundary of the nonlinear medium and moves
into the medium, forming a steady-state self-interaction
pattern.

The main result of thisstudy relatesto thelong-term
evolution of wave beams having powers significantly
higher than critical. Three stages can be identified in
this evolution.

Initially a self-similar distribution in the form of a
homogeneous collapsing wave channel is formed and
then the evolution of structural (longitudinal and trans-
verse) beam instability (seeFig. 4d) leadsto the appear-
ance of turbulence in the nonlinear medium (uniform
filling of the interaction zone with dynamic inhomoge-
neities of the field and the density, see Fig. 4d). Nonlinear
diffraction of incoming radiation at theseinhomogeneities
is accompanied by the ow expulsion of the region of
dynamic turbulence toward large z. As a result, a steady-
state (“laminar”) filamentation structure of thefield distri-
bution is established in atime amost two orders of mag-
nitude longer than the relaxation time of the striction
nonlinearity (the time taken for sound to pass through
the transverse dimension of the wave beam).

Note that this scenario for the establishment of a
steady-state pattern (the formation of speckle inhomo-
geneities and their subsequent expulsion from the front
boundary of the nonlinear medium) isfairly typical for
high supercriticalities and is achieved in the Kerr and
diffusion mechanisms for the relaxation of the nonlin-
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ear response [1, 2]. In our particular “conservative’
case of acoustic relaxation of the nonlinearity this pro-
cessisdower.
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Abstract—A special arrangement of a gravity-wave experiment, in which the noise background of the gravity
detector isinvestigated near time markers corresponding to the detection of astrophysical events accompanying
neutron or gamma bursts, is studied. A general algorithm is developed for analyzing the traces for the case of
resonant solid-state detectors. The efficiency of the algorithm is demonstrated in a reanalysis of old data con-
cerning the “neutron-gravity correlation” effect associated with the explosion of the SN1987A Supernova
Modifications of the algorithm for searching for gamma-gravity correlations are proposed. © 2000 MAIK

“Nauka/Interperiodica” .

1. RADIATION EFFECTS OF RELATIVISTIC
ASTROPHY SICAL EVENTS

The conventional arrangement of a gravity-wave
experiment searching for random bursts of gravita-
tional radiation from astrophysical sources presupposes
detection of the coincidence of signals from two or
more spatially separated gravity detectors. For good
isolation of the detectors this method has been consid-
ered for along time to be the only method for establish-
ing the global nature of the detected signal [1]. In the
automatic mode events have been detected only by
Weber during his first experiments using uncooled res-
onant detectors, located in Chicago and Maryland [2].
Subsequently, a number of groups have searched for
coincidencesnot in real time but rather aposteriori, i.e.,
by analyzing the el ectronic traces obtained using anten-
nas. The last experiment of this kind, using cryogenic
antennas Explorer and Allegro, is described in [3]. At
the present time the a posteriori method is actually the
only real possibility of searching for coincidences,
since there are no systems for synchronized coupling
between several antennas, forming a “worldwide net-
work” (automatic search for events in real time would
possibly be organized in the LIGO project [4] on two
large interferometric antennas after they come on line).

In the present paper a different form of a gravity-
wave experiment is examined. Theideaisto search for
weak perturbations of the noise background of agravity
detector which are correlated with certain astrophysical
events, such as neutrino and gamma bursts [5-7]. This
method has attracted attention because of the recogni-
tion that the last stages of stellar evolution involve an
explosion of a Supernova, merging of binary stars, col-
lapse of single stars, and so on, traditionally viewed as
sources of gravity pulses, should be accompanied also
by neutrino and, very likely, gamma radiation. Gener-

ally speaking, this means that the detection of neutrino
and gamma bursts, using appropriate detectors, deter-
mines the time intervals near which it makes sense to
search for a perturbation of a gravity detector. The
advantages of this approach over the conventiona
method are, in the first place, that the observation time
is shorter and the sources are identified with greater
certainty and, in the second place, that there is a poten-
tial possibility of accumulating weak signals. The latter
is especially important because currently existing grav-
ity detectors lack adequate sensitivity.

As regards radiation scenarios, it should be noted
that the neutrino bursts produced by collapsing stars at
the end of their evolution have been studied quite well
theoretically [8-10]. According to theory, the total
energy released in the form of neutrinos (of all flavors)
is of the order of 0.1Mc? with time scales of severa
seconds (220 s). This radiation can be detected (pri-
marily on account of the inverse (3-decay reaction) if
the source is not too far from the Earth (10-100 kpc).
The corresponding programs “Collapse search” (or
“Supernova Watcher”) are being conducted by all
research groups which have suitable liquid scintillation
detectors [11, 12] or water Cherenkov detectors [13,
14]. Moreover, a neutrino flux from a Supernova was
probably detected during the burst of the SN1987A
Supernova[15, 16]. However, such programs are search
for collapsing stars in our and neighboring galaxies,
i.e., the expected average frequency of events is three
events per 100 yr. Even the large detector Super Kami-
okande with an effective mass an order of magnitude
greater than the mass of other setups makes it possible
to detect in principle 150 neutrinos per year from the
Large Magellanic Cloud (LMC) and only one from the
Andromeda Nebula [17]. It is unlikely that neutrinos
will be detected from the Supernovain theVirgo cluster
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(15-20 Mpc), which is viewed as the main source of
gravity signals. Thus, the search for correlations
between the noise background of neutrino and gravity
detectors is limited by the condition of low frequency
of events (3—10 events per 100 years). Hence there is
virtually no possibility of increasing the signal/noise
ratio by integrating the signals. At the same time, the
expected amplitude of an individual gravity pulse can
be relatively large, up to 1078 from a source located at
the center of the Galaxy (when describing the ampli-
tude in units of the perturbation of the metric).

Another astrophysical phenomenon is more attrac-
tive but lesswell determined—gamma bursts, concern-
ing whose nature only hypotheses exist at the present
time [18]. The main favorable feature of this phenome-
nonisitsrelatively high frequency: on the average one
event per day. The high energy of the detected gamma
bursts (up to 0.1Mc?) together with the short time
scales means that relativistic stars are the source. Two
main ideas concerning the nature of the gamma bursts
are being discussed so far. Thefirst idea examinestheir
possible galactic origin taking account of the fact that
the sources, fast pulsars, are distributed not only over
the galactic disk but they also occur in the halo [19].
The second (and more popular) idea is associated with
the cosmologica nature of gamma bursts, which are a
result of catastrophic processes with relativistic starsin
distant galaxies (the above-mentioned collapses, merg-
ing of binary stars, explosions of Supernova) [20].
Thus, both scenarios are concerned with objects which
are also typical sources of bursts of gravity waves. The
following is known about their possible intensity.

Galactic pulsars can produce only weak gravity-
wave bursts as a result of “starquakes’ with a corre-
sponding perturbation of the metric at the Earth of the
order of 102*-10-23[21] for asource at the center of the
galaxy. In[22, 23] it is conjectured that closer pulsars,
near 100 pc, can give the observed frequency of gamma
events (as a consequence of “star quakes’) =5 per
month. In this case the expected amplitude of the corre-
sponding “close” gravity-wave bursts will be 102-102L,
In the cosmological scenario, if binary stars with black
holes are considered, the predicted frequency of grav-
ity-wave bursts can reach 30 events per year with amet-
ric perturbation amplitude 102 near 50-100 Mpc
[24, 25]. These estimates were made assuming that only
10 of the rest mass of a star can be converted into gravi-
tationa radiation. A more optimistic value of the conver-
sion factor 107 is given in other works [26, 27]; this
should increase the perturbation amplitude up to 10-%°.

It iswell known that the new observations obtained
on the BerroSAX satellite paired with the Keck |1 tele-
scope on the identification of severa gamma bursts
from distant galaxies, for which thered shift z= 0.8-3.4
[28], confirm the cosmological nature of at least some
of the gamma events. However, more distant events
have aso been detected together with these strongly
distant sources (1-10 Gpc). The burst GRB980425 can
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be tentatively attributed to an optical object, such as
Supernova burst, located at a distance of 40 Mpc (z =
0.08) [29]. Although it is not entirely clear how gamma
radiation passes through the shell of a Supernova or
how the merging of black holes can produce a gamma
burst, the energetics of the observed events definitely
requires scenarios associated with relativistic catastro-
phes (an energy estimate for GRB971214 gives ~2 x
10 ergs, which, in generdl, is greater than the typical
energy from the explosion of a Supernova or from the
merging of binary neutron stars 10°! ergs [30]. Models
with binary black holes or a rapidly rotating massive
black hole with accretion (so-called “hypernova’) are
required [31]).

An adequate network of detectors for implementing
programs searching for astro-gravitational correlations
already exists. There are four operating neutrino tele-
scopes and two cosmic satellites (CGRO (BATSE) and
BeppoSAX), which provide a list of “productive’
astrophysical events. The key question concerns the
sensitivity of the gravitational detectors, which arein a
continuous-observation mode. Only the supercryo-
genic resonance detectors Nautilus (INFN, Frascati)
and Auriga (NFN, Legnaro) can attain a sensitivity of
10-?* for detecting short bursts~10-2s[32]. The“burst”
sensitivity of the previously mentioned helium—tem-
perature detectors Allegro and Explorer is 6 x 1079,
i.e., 2.5 orders of magnitude lower than the desired value.
Nonethdess, it should be kept in mind that their “ effective
sengitivity” increasesto 102 for longer events (upto 1 s)
and aso if equivaent accumulation of short signals is
possible (an explanation is given in [33]).

Actually, the first works searching for astro-gravita-
tional correlations are the work of the PTM collabora-
tion on the investigation of a correlation of the traces of
the neutron scintillator under Mont Blanc and the grav-
itational detectorsin Romeand Maryland [11, 15, 34, 35].
Here a “signal accumulation algorithm” optimized for
Gaussan noise of gravitational detectors was proposed.
The same problem in gpplication to astrophysical events
with gamma bursts has been studied in recent publications
[36, 37]. Theauthorsof [36] performed anumerical exper-
iment smulating the flux of gamma bursts from cosmo-
logical objects with prescribed spatial distribution in
order to estimate the number of events for which the
“accumulated gravitational signal” should exceed the
detection threshold (i.e., it is detected) for cryogenic
resonant antennas. The accumulation rule (the correla
tion search algorithm), however, was not specified, and
the hypothesis adopted concerning the rate of growth of

the signal/noiseratio as ./N , where N is the number of
events taken into account, is valid only for a noiseless
gravitational antenna.

In [37] the check of the hypothesis that “gamma-
gravitational coupling” exists was studied in applica-
tion to the mutual cross-correlation function of two sep-
arated interferometric antennas in the LIGO project.
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The question of the difference of the average values of
the cross-correlation variable, measured in the vicinity
of and away from gamma bursts, was solved on the
basis of Student’st criterion. The reliability of the “ dif-
ference” argument in this case actually increases as

N, but the argument for the “optimality” of the cho-
sen “cross-correlation variable’” remains outside the
framework of the paper. In addition to the theoretical
works, the first experimental attempts have aready
been made to observe the “ gamma—gravitational corre-
lations” Thus, a search for correlations between
BATSE events and noise in the Explorer cryogenic
detector was reported in [38, 39]: there was no effect at
the amplitude level (2-3) x 1078,

The solution of the problem of optima accumula
tion of weak gravitational signals associated with astro-
physical events depends on our knowledge of their
structure, arrival time, and so on. The theory does not
offer usalarge choice for the forms of the gravitational
signal. In most cases the signal at the maximum inten-
sity level can be represented in the form of short pulses
with a carrier frequency 10°-10° Hz [21]. The simulta-
neous description of the gravitational, neutrino, and
gamma radiation has been developed in detail for only
afew scenarios of relativistic events. The most definite
model is the model of merging of arelativistic binary
star, where the gravity-wave burst is definitel y expected
first (on aninwardly spiraling trajectory) and then, after
merging has occurred, neutrino and gamma bursts can
appear [40]. More complicated scenarios are presented,
for example, in [21, 26, 27, 41], where the processes
leading to the formation of a neutron star and the inter-
action of stellar residues are considered as multistage
gravitational collapse. A multistage scenario is also
proposed for the collapse of a massive star with large
initial angular momentum [21]. The matter can be pre-
vented from falling toward the center by reflected
shock waves, fragmentation, merging or emergence of
some of the fragments, and so on. In principle, gravity,
electromagnetic, and neutrino bursts can be generated at
each stage of these scenarios. A detailed description and
astrict temporal arrangement does not yet exist for them.

The brief review of the situation with anew trend in
gravity-wave experiments makes it possible to formu-
late the problem addressed in this paper. Traces of grav-
itational, neutrino, and gamma detectors are available.
It isnecessary to check the presence of any relationship
between these data. A simple comparison does hot give
the desired result because the arrival time of signals of
different nature is unknown, because of the relative
insensitivity of the detectors [34, 42], and so on. The
data must be analyzed using the methods of optimal fil-
tering, keeping in mind information about the noise
background of the receivers, the structure of the signal,
and other information [43]. The specific god is to
determine the optimal algorithm for searching for the
correlation of neutrino (or gamma) events with pertur-
bations of the resonance gravity detector. The noise sta-
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tistics of detectors of thistypeisdetermined more accu-
rately than the noise of a gravity antenna with free
masses. After a possible algorithm is formulated, the
application of this algorithm is considered for reanaly-
sis of old data concerning the “ neutrino—gravity corre-
lation effect,” noted in the PTM collaboration during
the burst of the Supernova SN1987A. Asiswell known,
the authors of [15, 34, 35, 44] did not find aclear astro-
physical interpretation of the correlations which they
observed; our reanalysis sheds light on the reason for
these difficulties. An extension of the correlation ago-
rithm to the case of gamma events with a complicated
structure is discussed in the last section of this paper.

2. MAXIMUM LIKELIHOOD ALGORITHM
FOR DETECTION OF AN INCOHERENT
GRAVITY-WAVE PACKET

In accordance with the astrophysical picture, we
shall examine amodel of asignal with the conventional
name “incoherent pulse packet.” The gravity-wave per-
turbation is given as a random group of short pulses
with two main parameters: the arrival time 1; and the
amplitude a,. The intervals between individual pulses
can vary over wide limits in accordance with the fre-
guency and nature of astrophysical events. The form of

an individual pulse is ignored, and the duration T is

assumed to be short, including only several periods of
the carrier frequency w, so that

wl ~1, wlwyx T,

where wy, isthe central frequency of the pul se spectrum.
The random background is determined by the noise of
the gravity resonance antenna. A modern antenna con-
sists of a cooled solid-state detector, an el ectromechan-
ical transducer (as a reading device), an amplifier, and
apreliminary filtering circuit with abounded frequency
band Aw < T, which isimplemented by a“difference
unit” or a Wiener—Kolmogorov filter, and so on. The
simplest approximation in describing the noise of such
asystem isa Gaussian model (assuming perfect acous-
tic, seismic, and electric insulation of the antenna).

Let us consider the problem of optimal detection.
The output signal x(t) of the antennais an additive mix-
ture of the noise &(t) and the signal S(t), whichisaran-
dom sequence of short pulsess,, i.e.,

X(t) = AS(t) + &), SO = H s (D)
k

It isassumed that &(t) is stationary Gaussian noise with
spectral density W(w), determined by the antenna struc-
ture; A = (1, 0) is a parameter that determines the pres-
ence or absence of asignal. An individual pulsein the
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sequence S(t) can be represented in a complex form as
follows:

sdt) = Re[S(B)exp(jwot)],
50 = aH(t—t)exp(j (O — woty))-

The symbols & (t) and H(t) introduced here are,

respectively, the complex amplitude of the “gravity
bursts’ and the pulse characteristic (Green’s function)
of alinear antenna

)

H() = Re[H(t)exp(jwot)]
= Ho(t) cos[wot + W()]

with resonance frequency .

Expression (2) contains a third signal parameter—
theinitial phase ©,. The amplitude parameter a,, if itis
small, does not have a large effect on the structure of
the data processing algorithm. The effect of the two
other parameters—the initial phase and the arrival
time—is significant. The arrival time of the gravity
bursts, according to the “astro-gravitational correlation
hypothesis,” should be localized near the astrophysical
events:

tkzta](+T, k=[1,2,...,n]. (3)

Here t,, are the markers of the “astrophysical events,’
whose total number isnin the observation interval [0, T],
and T is an unknown shift between the “astrophysical”
and “gravitational” events. The admissible value of this
shift must be limited a priori by some interval (T,
Tma) Which is assumed to be given. The algorithm for
optimal processing of the output data can be synthe-
sized on the basis of the maximum likelihood (ML)
principle. According to this principle, it is possible to
construct a variable (which is a function of the output
signal x(t)) maximizing which can give the highest
probability for detecting the apriori signal according to
the realization x(t) taking account of the existing a pri-
ori information on the observed interval [0, T]. For a
signal on a background of Gaussian noise the solution
is known: the ML varigble z is proportiona to the loga
rithm of thefunctiona of thelikelihood ratio A[X] [43, 45]:

A[X] = <epr’x(t)u(t)dt—%IS(t)u(t)dtD, (4)

0

where the reference function u(t) is the solution of the
integral equation
T

J'Kz(t—T)u(T)dT = gt), 0<t<T, (5)
0

where K(t) is the correlation function of the process
&(t). The brackets Ll.. [denote statistical averaging over
the signal parameters.
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We introduce one more assumption about the signal:
the pulsesin a packet are quite sparse and cannot over-
lap with one another in time. This agrees with the idea
that the frequency of relativistic eventsisrelatively low
and makes it possible to represent the functional of the
ratio of the likelihood in a factorized form:

X = []AdA, ®)
k=1

where A istheratio of the likelihood of an isolated kth
pulse. In Egs. (4) and (5) u(t) must be substituted for
u(t) and s (t) must be substituted for St). Then, finally,
the ML variable can be represented as

Z = INA[X] = Z., z = InAJx]. (7)
kZl k kZl k k k

Equations (4) and (5), rewritten for an individual pulse
s(t), and Eq. (7) represent a general solution obtained
by the maximum likelihood method for an incoherent
packet of pulses against the background of Gaussian
noise. For practical applications, the reference function
u(t) must be found in an explicit form, after which the
value z is calculated.

Since the correlation time of the detector noise (just
as the duration of a pulse) is much shorter than the
observation interval T, the upper limit of integration in
Eqg. (5) can be replaced by infinity. Then we obtain the
ratio

S(w)

U (w) = Ne (@)’ (8)

where u(w), S(w), and N¢(w) are the Fourier trans-
forms of u(t), s(t), and K(t), respectively. Using
Parseval’s equation

00

[atbd: = Zi [a@p* (@)dw.

—o0

Equation (4) can be rewritten for an individual pulsein
the following form:

Sk (w)
Ng(w + @)

AIX] = <exp{Re§J'x(w+ ooo)

3 ()]
8n,[ Ne(w + (A)O)Ok*JD

Here S, (w) is the Fourier transform of the complex
amplitude s, (t). After substituting Eq. (2) into Eq. (9),

9)
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the latter becomes
. 1
AdX] = < eXp[akRe%J)(p(_JXk)zﬁ

_H* @)

Ne(® + o) exp(jowt,)dw

I X((.O + (1)0) ( 10)

H@)*
k811,[ Ng(w + 6p) de

where
H(w) ——H(), X« = oty — Oy
We now express Eg. (10) in terms of the antenna
output variable y (t), which is aresult of the passage of

the input signal x(t) (1) through an optimal filter with
transfer function

Kopt - N*((u)))exp( J(*)to)

wheret, isthe time delay of the filter:

AJX] = Cexp{ a,Re[€ *V(t)] —a2o?/2} O
Here

(11)

Wy = Wty + 1) — Oy,

|K0 t((*))|
n f N

2(00)

is the variance of the output noise.
Introducing the amplitude of the output signal

Ak = ||j(tk)|:p = ako-zl
we obtain the final expression for the kth likelihood
ratio:

AdX] = expﬁ'ﬁzRe[exp(jwk)v(tk)]—iz% (12)
o 20

This formula contains the unknown pulse parameters
A, and ©,. The uncertainty can be removed by using the
“generalized form of the ML agorithm” [45], where
the unknown parameters are replaced by the “maxi-

mum likelihood estimates’ Ax and O, which are
taken as the solution of the following extremal equa-
tions:

0z _ 0z, _
oA, =0 00, 0. (13)
where
z. = InA]X].

A direct calculation leads to the following results.

(a) The ML estimate of the amplitudeisidentical to
the envelope of a narrow-band output process R(t)
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of the antenna

A = {Re[exp(j )91} = [y(t)| = R(t). (14)
Then

(15

(b) The ML estimate of the unknown shift T between
the time marker of the “astrophysical” event t,, and the
arrival time of the “gravity” signal t, is determined by
the position of the maximum of the function z(t,, + 1)
asafunction of 1.

Theresults (a) and (b) correspond to the assumption
that the values of the signal parameters are unknown
but are not random. In a different approach the initial
phase ©, is treated as arandom variable uniformly dis-
tributed on the interval [0, 2m]. Statistical averaging
gives

IANIXIO= exp[—(Au/20)]1(AR(t)/0D),  (16)

where the amplitude Ay is the solution of the equation
1, [AR(t)/0%]
lo[ AcR(t)/07]

(Io and 1, are modified Bessel functions). In this case
the ML variable reduces to the form

A« = R(t) 17)

z, = [Inl(AR@)/0?) — Ae/257]. (18)

The solution of Eq. (17) isshownin Fig. 1. It isobvious
that the differencein estimates (14) and (17) is substan-
tial, when the amplitude of the signal is small (A, < 0).
For amplitudes A, = 20, the estimates are essentially
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identical and it is recommended that the value of the
envelope R(t,) be taken as the ML estimate of A,; the
difference between variables (15) and (18) is likewise
negligible.

Thus, for signals that are not too weak, in the model
of an incoherent packet of pulses against the back-
ground of narrow-band Gaussian noise the ML algo-
rithm recommends using in Eq. (7) the variable

Z = Y (RY(t)/20°), (19)
2

which is a sum of the squared measurements of the
envelope which are shifted relative to the astrophysical
event by T (3); the summation extends on an interval of
observationswhich includes aposteriori n events. Next,
similarly to Eq. (13), the absol ute maximum of Z can be
found inthe space of shiftst, i.e., itispossibleto switch
to the “ absol ute maximum variable”

Zmax = m?XZ(T), T [Tmin! Tmax] . (20)
The value of 1., which gives the maximum of Z(1)
must be taken as the ML estimate of the time shift
between the astrophysical event and the gravitational
signal (inour simple approach the shift isassumed to be
the same for all events—this is the “uniformity of
events’ hypothesis). As noted above, in the statistical
model there are no indicationsfor the limits of variation
of 1; they must be found from additional consider-
ations.

Under conditions of insufficient a priori informa-
tion, the gravitational data in the presence of alist of
astrophysical events is processed, naturaly, on the
basis of the Neiman—Pearson strategy. After forming
the variables Z,,,, it must be compared with the thresh-
old, which depends on the statistics of the variable.
Crossing athreshold will signify “presence of asignal”
with reliability (1 —a), where a is the probability of a
“false alarm.” This strategy presupposes that the statis-
tics of Z,,, IS known; this can be found from theory or
empirically, i.e., by studying the noise characteristics of
the output realization of an antenna.

3. STATISTICAL PROPERTIES
OF THE VARIABLES EMPLOYED

Maximum likelihood data processing employsthree
variables: the squared envelope R?(t) (14); the sum of
the squared readings Z (19) taken near the astrophysical
eventsintheinterval [0, T]; and, the maximum value of
this sum Z.,,, (20), corresponding to the optimal time
shift. The statistics of each of these three variables can
be calculated analytically, using the hypothesis that the
noise &(t) of the gravitational detector is Gaussian.
Experiment shows that for uncooled antennas this
assumption is close to reality for thresholds whose
energy is not too high.
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Theformulas (19) and (20) were written in adimen-
sionless form. For comparison with experiment, it is
helpful to have also relations where the variables stud-
ied are expressed in degrees Kelvin.

3.1. Satistics of the Squared Amplitude Readings

Thethermal oscillations of the resonance solid-state
detector can be described by a narrow-band Gaussian
random process

X(t) = A(t) coswyt — B(t) sinwgt
with slowly varying quadratures A(t) and B(t). Their
correlation function is
k(r) = ggexp(-yltl),
where
02 = KTo/mw
is the Brownian variance,
Y =wo/2Q
is the relaxation constant (m, Ty, and Q are, respec-

tively, the mass, absolute temperature, and mechanical
Q of the detector).

After prefiltering (the differentiating unit, the
Weiner—Kolmogorov filter, and so on) x(t) becomes a
narrow-band process inside a limited frequency band
Aw with the squared envelope

R? = (AA)? + (AB)2.
This quantity is proportional to the variation of the
energy E(t) of the detector over atime At =Aw™* <y
E(t) = mwoR(t)/2, [E(t)O= KT,2yAt.

The correlation function of the corresponding variation
of the quadratures AA or AB is of the type

ka(1) = 0?p(1),
where

_ OL—(tl/at), [t <At
: |T| > At.

The variance o2 is related with the Brownian variance
o’ viathe effective noise temperature T, of the detec-
tor:

2Te

» KT,
o = > = O_—I__ y
may 0

Te = To(2yAt).

The correlation function of the energy variation
K(t) = E()E(t + 1) - [E() 3
has the form

K(1) = 4(KTe)?p%(T). (21)
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The correlation coefficient p?(t) in this formula
decreases to zero on time scales At. In the discrete rep-
resentation, E(t) — E(t,), the readings are indepen-
dent for (t,,. ; —t) = At.

3.2. Satistics of the Sum
of the Squared Amplitude Readings

The next variable which of interest isthe sum of the
squared amplitude readings taken at the moments of the
astrophysical events (19). For convenience, this vari-
able can be normalized by dividing by the total number
of eventsin the observed interval [0, T]. The new vari-
able C = Z/n is proportional to the “selected average
value’ of the energy variations

E= LY EW
k=1

on the observable interval at the sampling moments of
the astrophysical events:

n
Z_ 1 _ 1=
n- nkTekz_lE(tk) B kTeE'

If the number of eventsin sum (22) is greater than
30, then according to the central limit theorem the vari-
able C has asymptotically a Gaussian distribution with

average value [C(t)0= 1 or [E O= KT,. The correlation
function

K, = [C(t, t,...t)C(t, + T, 1, + T, ... 1, + T)O
— [C(ty, ty...t,)0F

C =

(22)

has the form

mv=#m%wz Zp%*“ﬂ’

i=1k=1k#i

i.e., thereisaprincipa maximum intherange0<t <
At, decreasing parabolically, and thereisaseries of side
maximaat the pointst = (t; —t,). Thisleadsto a specific
determination and calculation of the “correlation time”
for the variable C. Assuming that the sequence of astro-
physical eventsisa Poisson flux of pulses, p.(1) can be
put into the form (provided that At< T < T)

_MD}

L )

= 1 2 4 e At

K{D) = 2’0 + (- DT
The total number n of events in the observation time T
is not expected to betoo large, n(At/T) < 1 and the cor-
relation time for C(t) is bounded |t < T. Then, Eq. (23)
simplifies:

NAUICP

2
<=0k
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The variance of the variable C (just as E) is less than

the variance of R? by the factor 1/n, which corresponds
to the properties of the sum of independent readings.

3.3. Satistics of the Absolute Maximum

Studying the normalized sum of the squared ampli-
tude readings, instead of Z,, (20) we must consider

Chax = mTaxZ(T)/ n.

The search for amaximum is made by varying the time
shift onanapriori prescribed interval (20). Let thetime
shift be discretized with step ot. Then thereis a combi-
nation of L values

{C(tay+ mdt)}, m

1,2...L,

L = Tmax — Tmin — g
ot ot’
If the variable C is Gaussian, the distribution C,,, can
be found in the literature. Specificaly, the Cramer for-

mula can be used [46]. This formula represents the sta-
tistics of C,,. in terms of the auxiliary random variable

&

Crax — [C= ﬁ[JZInu(Ar) +&/./2Inp(AT)] (25)
with probability density
WE) = e exp(—"), (26)

where the average value (0= 0.577 and the variance is
0? = 11/6. Theformulas (25) and (26) are valid asymp-
totically when

L = At/ot — oo,

The parameter [ in EQ. (25) depends on the variation of
the time shift AT = T, — Trin @nd the second derivative
of the correlation coefficient p?(t) of thevariable C (24)
at thepoint t=0:

H(aT) = -AT/=2p70),

The calculation of the value of p"(0) for Markov pro-
cessesisalways nontrivial. In our case the estimate can
be obtained in terms of the approximation using Owen
functions [47]:

(27)

1At 1-p* 2 g3t
T3t A 1 + p?’ At
Formulas (25), (26), and (28) solve the problem of cal-

culating the “case probability” where C, . is greater
than a certain chosen threshold C,..

H(AT) = (28)
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4. NEUTRINO-GRAVITY CORRELATION
EFFECT FROM SN1987A

We shall now consider the application of the ML
algorithm to the neutrino—gravity correlation effect,
represented by a series of works performed by the PTM
collaboration (INFN, Rome University La Sapienza
and Rome University Tor Vergata; CNR, Institute of
Cosmogeophysics (Turin); University of Maryland
(Washington) and Institute for Nuclear Research, Rus-
sian Academy of Sciences (Moscow)) [48, 49]. The
effect consists in “observing a significant correlation”
between the generalized noise background of uncooled
gravity detectors in Rome and Maryland and the back-
ground neutrino scintillator under Mont Blanc during
the burst from the Supernova SN1987A.

The difficulty of direct astrophysical interpretation
of the effect lies in the two-order of magnitude deficit
of sengitivity of the uncooled detectors with respect to
the average estimate of the energy of gravitational radi-
ation from a collapsing star in the LMC [48] (although
speculations on the uncertainties of the source parame-
ters could possibly reduce the deficit to a negligible
guantity). Subsequently, a series of investigations was
performed to elucidate the nature of the effect, for
which the* case probability” was estimated by the PTM
group to be extremely small, 106 [35]. Specifically, a
correlation was shown between the “neutrino back-
ground” of the “collapse” program and the background
radiation in other channels [50]; the correlation of the
noise of the gravitational detectors with the seismic
background [51]. In addition, the dynamics of the
directional pattern of the complex antenna from detec-
torsin Rome and Maryland [52] was followed in order
to check its orientation toward the LMC; finaly, anum-
ber of ideaswith “ new physics’ were examined (seethe
examples in [53]). However, a definite model for
explaining the correlation was not obtained. Numerical
simulation of the fluxes of neutrino and gravitational
data showed that the “ vg-correlation effect” could be
the result of statistical fluctuations with a correct esti-
mate of the probability of an event [54]. However, the
PTM group did not accept this criticism, since in their
opinion the authors of [54] did not work with rea
experimental data[55].

The results of our analysis of the real data, kindly
provided by the PTM collaboration, are presented
below. The method described in Section 2 is used in
paralel with the PTM method for comparison.

4.1. Method and Results of the PTM Group

The databank consisting of general traces of the
gravity detectors in Rome and Maryland is limited by
the time interval from 12:00 UT on February 22 to
06:00 UT on February 23.

For thistime interval there exists atrace of the ran-
dom noise of the LSD neutrino scintillator according to
the channel of the “ Supernova Watcher” program. All
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data are presented in digital form. The digitizing step
for the gravitational traces At = 1 s corresponds to the
correlation time of the output noise (Aw = 1/At is the
frequency band of the filter). The times of the neutrino
events were read with an accuracy of 0.01 s (for techni-
cal reasons there are no data after 07:00 UT: the detec-
tor in Maryland did not operate). The neutrino traces
contain a feature near 2:52 UT on February 23: five
neutrino pulsesin the form of adense close packet with
a small Poisson probability. These neutrinos were dis-
tinguished independently and before information about
the optical observation of the Supernova arrived.

The analysis of the PTM group consisted of using
auxiliary statistics, constructed from the gravitational
data. Thisis the sum of the variations of the energy of
two detectors taken at the moments of the neutrino
events, normalized to a number of these events. The
motivation was due to the meaning of C as being pro-
portional to the correlation function between the read-
ings of the variations of the energy of the gravitational
detector and the neutrino events. The use of the total
energy of the detectors in Rome and Maryland was
termed “the good excitation method” [54] (the two
detectors are considered to be asingle, combined, grav-
itational antenna in a genera gravity-wave perturba
tion; if the frequencies of the detectors are different, the
combined antenna collects energy from different spec-
tral components of the gravity-wave pulse). The PTM
group operated directly with the dimensional variable

CO) = 35 [Edt+ D +Eult+ D], (29)
k=1

which corresponds to E in our notation (22) (for con-
veniencein comparing the resultsweretain the notation
of the PTM group in this section; the summation in
Eq. (29) is performed with the normalizing factor € in
order to introduce the amplitude correction reflecting
the difference of the noise temperatures of both detec-
tors).

The main result obtained by the PTM group is that
the variable C reachesits maximum value Cq,, = 72.5K
in a two-hour window around 2:52 UT with the total
number of “neutrino markers’ n = 96 and time shift
-1.2 s. The “case probability” of such an event esti-
mated by the PTM group by a Monte Carlo simulation
of the flux of neutrino events was extremely small. This
result was presented on two types of plots. Figure 2a
shows the relative number of caseswhere the simulated
(“artificial™) quantity C(t =—1.2 s) exceeded the exper-
imentally observed value C,,;,, asafunction of the posi-
tion of the two-hour segment on the entire observation
interval. The second plot shows the relative number of
cases calculated for the distinguished two-hour interval
around 2:52 UT (the “anomalous neutrino packet”
interval) as afunction of the time shift varying near its
“optimal” value—1.2 s(see Fig. 2b). Both types of plots
demonstrate a “specia feature” of the observed data:
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the plots contain deep dips at the points 2:52 UT
(Fig. 28) and —1.2 s (Fig. 2b). According to [11, 15, 34,
35], the presence of these dips signifies detection of arare
event. Its probability was estimated by two methods.

The first method employed the binomia formula
p = nVn, where misthe number of caseswhere C> C,j,
and nisthetotal number of values of C employed. The
second method consisted of empirical construction of
the statistics of C using a simulation of the neutrino
events (each simulated neutrino series gives a definite
value of C—a single point in the empirical distribu-
tion). The differential distribution for C, taken from
[35], isshown in Fig. 2c, which also shows the value of
Cexp- Both methods give the probability p = 10 for the
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effect shown in Fig. 2a, and p = 107 for the effect
shown in Fig, 2b. The PTM group considered the last
result asdetection of the“ anomal ous correlation” between
the gravitational and neutrino data near 2:52 UT accord-
ing to universal time—the so-called “neutrino-gravita-
tional correlation” effect associated with the burst of
SN1987A.

4.2. Method and Results
of the Sternberg Astronomical Institute Group

The theory of the method which we used in the
reanalysis of the observational dataisdescribed in Sec-
tions 2 and 3. The method is close to that of the PTM
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group, the difference being that the variable C,, is
used instead of C asthe " sufficient statistics”

4.2.1. Gaussian estimates. As shown in Section 3,
in the Gaussian approximation (§(t) is a norma pro-
cess) al required probability estimates can be calcu-
lated and predicted. The experimental data support the
“Gaussian nature” for uncooled detectors (specifically,
see [35]). The noise temperatures T, are known for the
detectors in Rome T, = Tg = 28.6 K and in Maryland
T, = Ty, = 22.1 K. Hence the normalizing factor in (29)
is

e=Ty/Tr=0.77,

which is quite close to the estimate obtained by the
PTM group (e = 0.75). The estimates of the average
value and the variance for the variable C in the “grid
excitation” method in dimensional form (C — E)
(29), using Egs. (21) and (24), are

KCOE (Ty + Tyy) = 51K,

K™ /K(0) = JI(TR)2+ (Ty)2)/n=3.7K,
n = 96.

Thus, near 2:52 UT the theory gives a Gaussian distri-
bution of the variable C centered at the point 51 K with
effective width 3.7 K.

Next, following the ML agorithm, we must con-
sider the absolute maximum of the variable C asafunc-
tion of 1. The average value of therandom variable C,,,.,
calculated using Egs. (25) and (26) becomes, after sta-
tistical averaging,

(30)

c, 0= [T /KE(O)[A/ZInp+ 2E|EnDp] 31)

Here [@0= 0.577. The “time shift parameters’ played
the main role in estimating : the interval of variation
AT and the step dt. The ML agorithm places no limita-
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tions on these parameters; recommendations can be
taken only from physical arguments. We chose At =
F100 sand dt = 0.01 sin accordance with the specific
nature of the experimental data (see explanation
below). Then we have, according to the formula (28),

p2=0.1, H=6.46.

Substituting these numbers into the expression (31)
gives a numerical estimate of the average value [C,,,[]
in the time zone of interest to us: [T~ 65 K (with
k=1).

The formulas (25)—(28) also make it possible to
determine the width of the distribution of C,, and to
calculate the probability of a “fase darm” (or “case
probability”) for any value of C that could appear in the
experiment, i.e., to solve compl etely the problem of sta-
tistical estimates. However, since all these estimates
depend on the characteristic “shift times,” we shal
postpone this until we perform an empirical analysis of
the statistics of the observational datain a manner sim-
ilar to the empirical method used by the PTM group.

4.2.2. Empirical analysis. An empirical analysisis
goad in that it does not employ a priori hypotheses
about the distribution law of the data. At the same time,
the prablem of extracting the statistical properties of
the observed variables on the basis of only one redliza-
tion of the random process is strongly “ill-posed,” and
the extraction errors can then be sufficiently large to
make the method ineffective. Hence each step in an
empirical analysis must be monitored for possible
errors. Actually, the procedure of the ML algorithmisa
delicate filtering process with an attempt to discover a
wesk signa that is strongly covered with noise. Figure 3
shows as an illustration the trace of the output data of
the gravitational detector in Rome for February 22 and
23, 1987 (a computer reconstruction of the digital data
is shown). It is obvious that it is impossible to extract
the signal from this background without using a specia
procedure.

Our repeated analysis also revea ed the presence of
features in the behavior of the variable C near the
marker 2:52 UT 23 February 1987. Indeed, it reachesa
maximum (on the neutrino events in two-hour inter-
vals) with avalue of 72.5 K. The plots of the two main
tests—the temporal evolution of C in two-hour inter-
valswith afixed shift of —1.2 s(Fig. 2d) and the change
in C for variations of the shift in the range +2 s (hear
2:52 UT) (Fig. 2e)—are essentially identical to its cor-
responding histograms obtained by the PTM group.

Estimates of the “case probability” for these events,
which we made using the method of the PTM group do
not fundamentally differ from their estimates. Thus, the
binomial formulagives

p=mn=1073
(compare with Section 4.1; see [33] for the validity of
using the binomial formula here). The empirical differ-
ential distribution constructed (using the neutrino
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events simulated by the Monte Carlo method) of the C
statistics (Fig. 2f) isaso identical to the corresponding
distribution obtained by the PTM group (Fig. 2¢). Itis
centered at the point 52 K and agrees well with the the-
oretical prediction (30) 51 + 3.7 K. For thisdistribution
the experimental value Co, = 72.7 K, falling “deep in
the right-hand wing,” has a random realization proba-
bility of 10°-1075.

Thus, we have confirmed al results obtained by the
PTM collaborationin[11, 15, 34, 35] onthebasisof the
method which they employed. However, it should be
stipulated that the reliability of reconstructing the dis-
tributions by the empirica method improves on the
“wings of the distribution” (ill-posed problem). Conse-
quently, the empirical estimates at the level “vanish-
ingly small probabilities’ cannot be interpreted abso-
lutely, but more like a qualitative tendency.

4.2.3. Criticism of the PTM-group results. The
key argument of the criticism of the results obtained by
the PTM collaboration is the assertion that the variable
C cannot be sufficient statistics in the experiment being
considered. Consequently, neither the “binomial for-
mula’ nor the empirical distribution of C can give the
correct estimate of the probability of a“random event.”
The problem is that the estimates made above did not
take into account the fact that the time shift T between
the“neutrino” and “gravitational” eventswasvaried (to
find the optimal value, equal to —1.2 ) in order to max-
imize C. This must influence the probability of a ran-
dom event.

In the general ML algorithm (see Section 2) the
effect of a “shift adjustment” is taken into account by
switching to the variable “ absolute maximum” C,.,. It
is this distribution that should be used for calculating
the statistical errors. In an empirical analysis, the con-
struction of this distribution on the interval of the
“observed correlation” is done as follows: the Monte
Carlo method is used to simulate the * neutrino events”
(aseries of time markers) with the total number n = 96;
next, the shift T is chosen so that the variable C assumes
its maximum value C = C,,,. Thisis one point in the
distribution of C,4. The procedure is repeated, giving
the set of values of C,,, required for a histogram.

Figure 4 displays such a distribution of C,,
together with the distribution of the variable C and the
experimentally observed value Co,, = 725 K. The two
characteristic times, and the interval and step of varia-
tion of the time shift which are required for the con-
struction were chosen from a feature of the experimen-
tal data. The interval for the variations of T cannot be
greater than the characteristic time between the Poisson
neutrino events. Otherwise, the additional “neutrinos’
from neighboring two-hour intervals will be “cap-
tured.” For an average value between the pulses of the

L The construction of the distribution of Cp,5, requires much more
computer time than the distribution of the variable C. Conse-
quently, its histogram contains only 108 points.
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LSD detector in 70-80 s we took at At = +100s. The
step for varying the time shift was taken to be the short-
est of the experimental time scales, i.e., the accuracy of
the “neutrino readings’ ot = 0.01 s.

As expected, the empirical distribution of C,, is
shifted to the right relative to the C curve, closer to the
experimental value C,, = 72.5 K. Its center liesin the
zone 65-66 K, which agrees well with the prediction of
the theory in the Gaussian approximation (65 K; see
Section 4.2.1). An estimate of the probability of “ran-
domly obtaining the result C,,, " taking account of this
distribution increasesto 10“-10-3. Thisis much greater
than the estimate presented by the PTM group (10°9),
but it is still small enough to consider the correlation
between the gravitational and neutrino events as an
objective fact.

However, another source of errors, which is present
in this experiment (though, in principle, not necessary)
interferes with this. It is due to the different discretiza-
tion times of the gravitational and neutrino data: 1 sfor
readings of the gravitational detector and 0.01 sfor the
neutrino events. This necessarily requires interpolation
in order to search for adequate gravitational readings
(the values of the energy variations) when the “neutrino
marker” falls between the gravitational markers. Inter-
polation can be performed by different methods,
including an optimal method [56], but it still introduces
an error, which must be taken into account when cal cu-
lating the statistical parameters and, specifically, when
determining the position of the center of the distribu-
tion of C,, The caculations performed in [56]
showed that the interpolation error is

AC,, = 4.6K.

This “corridor” is shown in the plot (Fig. 4) near the
center of the distribution of C.,,. If the center of C, is
shifted to the right-hand edge of the corridor, the* prob-
ability of arandom event” for C,,, reducesto 0.01 and
greater. Such numbers are no longer “distinguished”
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for measurements with random processes and do not
presuppose the existence of any extra corridor event.

In summary, it follows from our reanalysis that the
existing experimental data are inadequate to make a
reliable conclusion about the detection “of significant
vg-correlation” during the burst of the Supernova
SN1987A.

5. SPECIAL FEATURES
OF THE ML ALGORITHM IN SEARCHING
FOR GAMMA-GRAVITATIONAL
CORRELATIONS

The direct application of the ML agorithm to the
gamma bursts encounters the problem of adequately
determining the time marker of an astronomical event.
Thisisdueto the large diversity of durations and struc-
tures of gamma bursts. The “trigger time” presented in
the BAT SE catal og can have avery remoterelation with
thereal phase of the active operation of a* gammaemit-
ter” for pulses with a complex configuration. For this
reason, it is reasonable to attempt to test adaptive algo-
rithmsin which the “time marker of agamma event” is
determined taking into account the structure of the
pulse. The concept of structure and duration for gamma
burstsisitself ambiguous and isasubject of debate. For
our purposes, the most attractive approach is probably
that of [57], where the effective duration is determined
according to the fraction of the emitted energy, starting
with the most intense bin in the pulse (a bin isthe num-
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ber of photons of fixed energy in a fixed count time).
The pulseisrepresented by itstemporal structure G;(t),
located under the threshold energy level in accordance
with the chosen fraction of the total energy (50, 80%,
and so on).

The contribution of the variations of the energy of
the gravitational background, corresponding to a
gamma burst with number i, in the average selective
variation (22) can be represented by the integral

(<)

E(r) = IWi(TJ-)E(r,-—T)dTJ-, (32

where W(T)) is the probability density of the arrival
time of a gamma burst (in other words, the probability
that the time T; must be chosen as the “ effective arrival
time” for the pulsei).

We note that the function W(T;) determines the time
window in which integral (32) is different from zero.
This window approximately corresponds to the dura-
tion of a gamma burst; it is assumed that it is much
shorter than the interval between bursts. The unknown
shift T between the gravitational and gamma events,
just as in the “case with a neutrino,” is assumed to be
independent of the number of the burst (uniformity of
sources) and limited by some integral A.

For a“multipeak” gamma burst the following proce-
dure can be phenomenologically proposed for estimat-
ing the function W/(t;) and integral (32). Let T;, be the
time position of alocal maximum k in the gamma burst
with number i, whose amplitude exceeds the threshold
G., G« = G. Then there exists a set of random “arrival
moments’ of the gamma burst:

Ti* > T|l, -[|2, ...Tik, naay

wherek=1, 2, ...m isthetotal number of local maxima
of the function G;(t). The probability density Wi(T;) can
be represented by a discrete series of coefficients p,
proportional to the relative amplitudes of the maxima:

m,

Wi(t) = ¢ z PikO(T; — Tiw), (33)
k=1

where

G
Pik = —

Ultimately, the variable “average of the selective varia-
tion” of the energy of the gravitational detector will be
represented by the formula

m,

Cn) = z PikE(Tik—T1). (34)
k=1
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Expression (34) extendsthe simpler Eq. (22) to the case
of gamma bursts as astronomica events in the search
for astro-gravitational correlations. Asin the case with
neutrinos, the shift T is not determined within the statis-
tics and requires astrophysical arguments. The transi-
tion to the variable C,,, on the basis of the ML algo-
rithm occurs just as in the neutrino case. The formulas
for the statistical estimates in the Gaussian approxima-
tion remain the same.

6. DISCUSSION

The main results of this work are a formulation of
the ML algorithm for searching for astro-gravitational
correlations and finding the “ phenomenon of neutrino—
gravitational correlation,” observed during the burst of
the Supernova 1987A.

The advantages and drawbacks of the proposed
algorithm were clearly demonstrated in the analysis of
the last event. Its main weakness is that the results of
the analysis depend on the unknown time interval
between the astrophysical and gravitational events. An
effective algorithm requires an a priori estimate of this
interval. Attempts to limit the interval by considering
the special features of the experimental data (asdonein
the present work) lead to a solution only within the
model adopted. In the general case the estimate of the
probability of the presence or absence of a correlation
remains undetermined. The most favorable case is one
where the value of the shift is known exactly. Then the
probability of the observed correlation can be estimated
according to the variable C, which ismore reliable than
an estimate made using C,,.... However, the latter distri-
bution must be used if the shift is not known in
advance.?

The shift T = £2 sused in [48, 49] can be associated
only with the expected delay of the neutrino signal (less
than 2.7 s), if the neutrino has a rest mass (less than
10 eV), and for the hypothesis that the neutrino and
gravity waves are emitted simultaneously. This special
model is also very limited.

It is interesting to note that even for a substantial
range of the shift T = £100 s, which was used in our
repeated analysis, the probability of arandom “correla-
tion” remains small, 10-10-3, and only the “interpola-
tion error” made it impossible to confirm the existence
of the “effect,” described by the PTM group.

An alternative hypothesis for explaining the
observed experimental data, in which the presence of a
“correlation” is assumed only between the detectorsin
Rome and under Mont Blanc, caused by the regional
seismic activity was advanced in [53]. The contribution
of the Maryland detector to the effect was negligible.
Thisisillustrated by the graph of the tempora evolu-

2\We note that the authors of [54] came quite close to this idea,
introducing the special parameter g in order to determine how fre-
quently redlizations with rare statistical properties occur in the
computer simulation.
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tion of the C variable for each detector separately com-
pared with their sum (see Fig. 5). However, evidently, it
is difficult to confirm the fact of a seismic correlation
betweéen the “Rome-Mont Blanc” detectors numeri-
caly.

Returning to the general problem of searching for
the “astro—gravitational correlations,” we shall make
severa concluding remarks.

In principle, the ML algorithm presumes accumula-
tion of asignal. However, in the case of “post-detector
detection” according to the envelope the accumulation
of weak incoherent pulses (A, < 0) increases the sig-

nal/noise ratio in proportion to n¥4, i.e., the accumula-
tion efficiency is low. The accumulation procedure
leads to the standard law for adding independent ran-
dom counts (Cn%?) only for pulses with alarge ampli-
tude. However, in this case, large n with reasonable
observation times cannot be expected.

There is no doubt that the gravity-wave experiment
in the form of the search for “ astro—gravitational corre-
lations” has an obvious advantage because the “ empty”
observational time is smaller. This decreases the prob-
ability of a “false darm” proportiona to the factor
nAT/T, but, for the same detection threshold (sig-
nal/noise ratio) the probability of “correct detection”
increases negligibly, only by afactor of (1/2)In[T/nAt].

It should be noted that the algorithm devel oped can-
not be transferred without any changes to the case of a
laser interferometric antenna on free masses. The prob-
lem isthat the response of thiswide-band detector can-
not be represented in auniversal form (“responseto ad
excitation”) and the complicated structure of an indi-
vidual gravitational pulse must be taken into account.
The construction of an optimal algorithm for a packet
of such pulses, correlated with astrophysical events,
transforms into a multiparameter problem requiring a
separate analysis.
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3 A correlation between seismic observations and the background
of the (R + M) antenna during the explosion of the Supernova
SN1987A was previoudly reported in [51].
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Abstract—A regularized quantum theory of gravity interacting with matter is constructed. The constructionis
made on the basis of the method of dynamical quantization of generally covariant theories. A solution of the
problem of decoherence in quantum cosmology is proposed on the basis of this method. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

A new dynamical method for quantizing generaly
covariant theories has been proposed in a series of
works [1-4]. The study of two-dimensiona models,
such as the two-dimensional bosonic string [5] and
two-dimensional gravity interacting with matter [7],
from the standpoint of this method has led, in the first
place, to anomaly-free quantization of these models!
and, in the second place, to further elaboration of the
method of dynamical quantization itself. Consequently,
aformulation of the dynamical quantization method in
the interpretation which makesit possibleto advance as
far as possible in calculations in the theory of two-
dimensiona gravity is needed. Thisis done in Sections 2
and 3. The main purpose of the present paper is an
attempt to solve the problem of decoherence in quan-
tum cosmology on the basis of the method of dynami-
cal quantization. To this end, quantization of the model
of the theory of gravity with aA term, interacting with
aDirac field, is done in Section 4. A possible solution
of the problem of decoherence in an inflating universe
is proposed in Section 5. We show that (in a closed
model) since the number of physical degrees of free-
dom is finite in dynamical quantization in an inflating
universe, the quantum fluctuations “die out” with time
at an exponential rate. This result isvalid to al orders
in the Planck scale .

Specific results of the application of the method of
dynamica quantization to the above-mentioned two-
dimensional theories[5, 7], obtained by explicit construc-
tions and direct caculations, justify the abstract assump-
tions and axioms on which this method is based.?

1see [6] for a discussion of anomaly-free quantization of two-
dimensional gravity from a standpoint close to that of the present
author.

2 The basic assumptions and axioms of the method of dynamical
quantization [1-4] appeared before the problem of anomaly-free
quantization of two-dimensional gravity was solved.

The ideology and logical scheme of the dynamical
method will be expounded bel ow taking account of the
experience in quantizing two-dimensional gravity.

The key point in the quantization of two-dimen-
sional gravity was the construction of acomplete set of
such operators { A, B,, ...}, designated below as { Ay,

ATN }, which possess the following properties.

1. The operators Ay and A}, are Hermitian conju-
gates of one another and

[Aw Al =0, [Ay Ayl =3y )

2. The set of operators{ A, AL } describes dl phys-
ical dynamical degrees of freedom of the system.

3. Each operator from the set { Ay, AL} commutes
with al constraints of thefirst kind or with the complete
Hamiltonian of the theory.

Quantization is performed directly using the opera-

tors { Ay, Al }. This means that the space of physical

statesis constructed using the operators { AL } fromthe
ground state and all operators are expressed in terms of

the operators { Ay, ATN }, aswell asinterms of the oper-
ators describing the gauge degrees of freedom.
Quantization is aso performed according to the
described scheme on the basis of the dynamica method.
However, in the theory of two-dimensiona gravity the
operators{ Ay, ATN } were congtructed explicitly (i.e., they
were expressed explicitly in terms of theinitial dynam-
ical variables), in more realistic theoriesthis problem is
hardly solvable. Consequently, the set of operators
{A,, AL} with the properties 1-3 must be introduced axi-
omaticaly. Conversdly, the properties 1-3 makeit possible,

1063-7761/00/9105-0859%$20.00 © 2000 MAIK “Nauka/Interperiodica’



860

in principle, to express the initia variables in terms of
the convenient operators{ Ay, AL}.

However, in contrast to the two-dimensional theory
of gravity, regularization is required in real models of
gravity. In the method of dynamical quantization, regu-
larization is done precisely in terms of the operators

{Ay, AL}.AswiII be shown below, such regularization
is natural in generally covariant theories, since it pre-
serves the form of the Heisenberg equations and
thereby also the general covariance of the theory.

2. METHOD OF DYNAMICAL QUANTIZATION

Let us consider a generally covariant field theory.
L et us assume that in this theory the Hamiltonian in the
classical limitisan arbitrary linear combination of con-
straints of the first kind and there are no constraints of
the second kind.

Let { D0(x), PO(X)} be acomplete set of fundamen-
tal fields of the theory and their canonically conjugate
momenta, in terms of which all other physical quanti-
ties and fields in the theory are expressed. Here the
index (i) enumerates the types of fields. For example,
for some (i) these can be either six spatial components
of the metric tensor g;(x) or the scalar field @(x) or the
Dirac field {(x), and so on. The set of fields { ®O(x)} is
acomplete set of the mutually commuting fundamental
fields of the theory.

Next, to simplify the notation the index i will be
omitted. It can be assumed that the variable x includes,
besides the spatial coordinates, the index i also.

The construction of a quantum theory by the
dynamical method is based on the following natural
assumptions or axioms relative to the structure of the
unregularized space F of the physical states of the the-
ory.

Axiom 1. All states of the theory which are physi-
cally meaningful are obtained fromthe ground state |0C]

using the creation operators ATN :
In, Ny; ...;ng NO= (n,! O.. Thd)™?

x (AL)" 0. AL 100
AJOCE O, )

Sates (2) form an orthonormal basis of the space F
of physical states of the theory.

The numbers ny, ..., ng assume integer values and
are called occupation numbers.

Axiom 2. The set of states ®(x) [n;, N; ...; ng, N[
where the set of numbers (ny, N;; ...; ng, Ny is fixed,
contains a superposition of all states of the theory, in
which one of the occupation numbers differs in modu-
lus by one and all other occupation numbers equal to
the occupation numbers of state (2).
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Here the operators ATN and their conjugates Ay pos-
sessthe standard commutation properties (1). The oper-

ators { A, ATN }, generally speaking, can be bosonic or
fermionic. If the creation and annihilation operators
follow the Fermi statistics, then the commutator is
takenin Eq. (1). For compact spacesthe case of interest
to us, we can assume without loss of generality that the
index N, enumerating the creation and annihilation
operators, belongs to a discrete finite lattice. A norm
can be easily introduced in the space of indices N.

Since states (2) are physical, they satisfy the rela-
tions

H+ng, Ny ... ng, NJC= 0, (3)

where #; is the complete Hamiltonian of the theory.
Equations (3) follow from the equations

% |0C= O, (49)

[#r, AN1=0, [#,A]=0. (4b)

We call attention to the fact that the commutation rela-
tions (4b) are a consequence of the general covariance
of the theory. In other theories a set of operators with
properties (4b) exhausting the physical degrees of free-
dom of the system may not exist.

It should be noted that both axioms introduced
above can be somewhat altered depending on the prop-
erties of the dynamical system under consideration.
Here the simplest variant of a formulation of the axi-
oms of the dynamical quantization method is pre-
sented. Ultimately, only the following assumptions
need be satisfied.

(a) There exists a set of operators { Ay, AL }, which

exhaust the physical degrees of freedom of the system
and satisfy the commutation relations (4b) or a weak-
ened variant of the commutation relations

[Fr, ANT = AAY . (5)
(b) The matrix constructed from the elements [Ay,

AT [Aw AJ, and [A],, Al isinvertible.

In contrast to problem (2)—(4) considered here, in
the exactly solvable case of two-dimensiona gravity
[7] we had constraints on the occupation numbers. The
absence of any constraints on the occupation numbers
means physically that the phenomenon of “not flying
out” is absent in the theory. Thus, the axioms 1 and 2
together with Egs. (1)—(4) refer to systems where the
quanta of the fundamental fields can exist as stable par-
ticles. Conversdly, if Egs. (5) aresatisfied, thenin order for
Egs. (3) to be satisfied the following constraint on the
occupation numbers is necessary (compare with the anal-
ogous constraint in [7]):

nyAy = 0.
%NN
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In the following, axioms 1 and 2 and Egs. (4) are
assumed to be satisfied. We present certain conse-
guences of axioms 1 and 2.

Let INCE AL [OCI 1t follows from axiom 2 that
P(X)IND= @n(x) |00+ [N D(x)L]
[O|N; d(x)= 0,
and the linearly independent fiel ds @ (x) do not depend
on the operators Ay, or AI,l ;

[, Al =0,  [@(X), Ayl =0. @

If d(x) isared field, then it follows from the axioms
and Egs. (6) that the following expansion is valid:

O = Y (AP + AVGR() + @), (8)
N

(6)

where the field @(x) does not contain the operators Ay

and AL to the first power. For a complex Dirac field Y
Eq. (8) becomes

W) =D Avin() +X(), 9)

where { Ay, ATN} are fermionic operators. If thereisno
fermionic condensate, then the fermionic field x(x)

depends on the fermionic operators { A, AL} to pow-
ers no less than cubic.

Since the operators { Ay, ATN} are conserved, the
entire dynamics of the fields ®(x)({(x)) is contained in
the variables @y(x) and @(X)(Wn(X), X(X)).

The preceding constructions make it possible to
examine a regularization of the theory. Thus far our
exposition was formal, since the singularity of the the-
ory was not taken into account.

The importance of commutation relations (1) and
(4b) lies in the fact that any set of pairs of operators

{An ATN }" can be viewed as a set of constraints of the
second kind. This makes it possible to perform a regu-
larization as follows.

We single out afinite set of pairs of annihilation and

creation operators { Ay, AL}‘ and enumerate them so
that |N| < N,. Since the physical information is con-
tained in the wave functions @y(x), this set is actualy

determined by the choice of set of linearly independent
wave functions{ @(x)}' which correspondsto the set of

operators { An, AL }'. The choice of functionsin the set
{@y(¥)}' isdetermined by the physical conditions of the
problem. For example, if the x space is a torus, then
periodic traveling waves, whose wave numbers are
bounded in modulus, can be taken as the wave func-
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tions of this set at agiven moment in time. All creation
and annihilation operators, except for those chosen, i.e.,
the operators with [N| > N,, are set equal to zero:

Ay=0, Al =0 [N|>N,. (10)

We shall prove a theorem, which is important for
our method, that gives meaning to the entire dynamical
guantization scheme.

Theorem. The imposition of the constraints of the
second kind (10) does not change the form of the
Heisenberg equations, preserving their classical form.

Proof. Let [M'[]|N'[] ... be basis vectors (2), con-

structed using a bounded set of operators { Ay, ATN }', and

let F' denote the Fock space with these basis vectors.
Theimposition of constraints (10) meansthat the space
of physical statesF islimited up to the regularized sub-
space F' U F. For any operator Ain the regularized the-
ory, only the matrix elements of the form LIL'|AIN" [&re
considered. Consequently, the matrix elements, corre-
sponding to constraints (10), of the quantum Dirac
brackets of the operators A and B can be represented in
the form (an asterisk denotes a Dirac bracket)

([ A, BI* IN'O= Z(EM/L'|A|;P'DE£'|B|N'D
7
— LI B|L T |AIN"D).
By definition of the quantum Dirac brackets the opera-

tors Ay and Al, with [N|> N,, contained in the operators
Aand B from Eq. (11), are assumed to be zero after nor-
mal ordering. The commutator [A, B] isformally distin-
guished from the Dirac bracket (11) by the fact that
when the matrix elements LIIL|[A, B]|N" Chare cal cul ated
according to a formula similar to (11), the summation
extends over al intermediate states (2). Let us assume
that the operator B is diagonal in basis (2) and does not
depend on the operators Ay and A}, with [N| > N,. Then
itisevident from Eq. (11) that

LULIA, BI*IN"L= LI|[A, BIIN'L (12)
It now remainsto note that all occupation number oper-

ators ny = ATN A, commute with the complete Hamilto-
nian. Moreover, asaresult of the commutation relations
(4b) the Hamiltonian does not depend on the operators
Ay and ATN . Consequently, in Eq. (12) the Hamiltonian
7+ can be substituted for the operator B. This proves
the theorem.

Thereisaso aclassical variant of the theorem pre-
sented above: the imposition of constraints (10) com-
pletely preserves the form of the equations of motion.
Thisis expressed by the equality

[En %T] = [Ei %T]*'

2000

(11)
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Thelast assertion immediately followsfrom the def-
inition of the Dirac brackets [8] and Egs. (4b).

Corollary. The regularized theory is generally
covariant.

Indeed, this follows directly from the theorem
proved above. The equations of motion satisfied by the
field ®(x) in the regularized theory have the same form
asthe classical equations of motion which are generaly
covariant. This proves the corollary.

Since, in principle, any number of physical degrees
of freedom can be retained in the regularized theory, a
perturbation theory can be developed with respect to
this number.

We underscorethat the Dirac brackets[&, x]* of two
arbitrary operators & and X, generally speaking, is dif-
ferent from the commutator [, x] in the classical and
quantum cases.

The following circumstance should be noted. Let
the operator field O(x; Ay, ATN) be a normal-ordered
series relative to the generators of the Heisenberg alge-

bra{A. ATN }:
O(x; Ay AL) = 09(x)

13
+ 3 OV WA+ OV AL + ... 49

Here the operator fields 0©(x), 0™ (x), and so on do
not depend on the generators of the Heisenberg algebra

{Ay, AL}. Then the equality

O(x; Ay, AL) =0 (14)
is equivalent to the system of equalities
00x) =0, 0" (=0, ... (15)

3. AXIOMATIC APPROACH

A more axiomatized scheme of dynamical quantiza-
tion will now be presented. This scheme, which possi-
bly islessnatural, islogically stricter and simplifiesthe
calculations.

This approach is based on the following assump-
tion: the theory is regularized in a manner so that the
axioms are satisfied.

Axiom 3. All states of the theory which are physi-
cally meaningful are obtained from the ground state |0C]

using the creation operators ATN with [N| < Ny
In, Ny; ...;ng NO= (n,! O.. thy)™?
x (AL 0. DAL 100 (16)

Aylo0= 0.
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Sates (16) form an orthonormal basis of the states F'
of physical states of the theory.

Axiom 4. The dynamical variables ®(x) transfer
state (16) with fixed values of the numbers (ny, Ny; ...;
n,, Ny) into a superposition of the states of the theory of
form (16), containing all states in which one of the
occupation numbersis different in modulus by one and
all other occupation numbers are identical to those of
state (16).

Axiom 5. The equations of motion and constraints
for the physical fields{ ®(x), (x)} havethe sameform,
to within the arrangement of the operators, as the cor-
responding classical equations and constraints.

Axioms 3 and 4 are analogs of axioms 1 and 2 in the
unregularized theory. Axiom 5 replaces the theorem
from Section 2. It postulates the correct form of the
equations of motion and the constraints in agreement
with classical mechanics. Since now the equations of
motion no longer need to be derived, the Hamiltonian
also becomes unnecessary.

We cdl attention to the fact that the Heisenberg
equations are completely equations of type (14) and
(15), while the equations of constraints (4) decompose
into two series:

9 o0= o, (17)
(1) _

=0 ... (18)

Equations (18) should be interpreted as an identity.

Thus, inthe formal approach the problem reducesto
the following. A finite set of linearly independent func-
tions { @y(X)}' and the corresponding set of operator

pairs { Ay, ATN}' are chosen and they are used to con-

struct, according to Eq. (8), aregularized quantum field
@(x). Next, the regularized quantum field is substituted
into Heisenberg's equations of motion and the equa-
tions for the constraints, which are solved in accor-
dancewith Egs. (15), (17), and (18). Asaresult of such
calculations, an explicit expression should be found for
the field @(x) in Eq. (8) as anormal-ordered series with
respect to the generators of the Heisenberg algebra{ Ay,
AL }. The physical state is given by an expansion in
basis (16) and all possible averages are calculated with
respect to this state.

The logical scheme for quantization presented
above leaves the following question unanswered: how
are Egs. (17) solved? Here we propose a solution using
a method which in [7] was termed the second method
of quantization.

We shall assume below that all equations weaker
than Egs. (17) are satisfied:

o ”jo0= o. (19)

We underscorethat in Eq. (19) the average extends only
over the gauge degrees of freedom of the system; the
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operator 3‘6%0) depends on the gauge degrees of free-

dom but not on the physical degrees of freedom { A,
AL}, which follows from Eq. (18).

We assume next that the ground state |0C0is aspecific
state with respect to the gauge degrees of freedom. This
means the following.

Let field (8) be such that all gauge degrees of free-
dom are explicitly singled out in it in alinear approxi-
mation. In the theory of gravitation such afield is the
gravitational field (the metric tensor or tetrad), but the
matter field is not. We shall represent the field ¢(x),
which isthe second term on theright-hand side of Eq. (8),
in the form

0(x) = @) + G (X) + @),
(1) T % (20)
(pll (X) = Z (anqmn(x) + an(plln(x))-

Here @,(X) and @,(x) are ¢ numbers of the field, and the
set of modes { @,(X)} forms a complete set of longitu-
dinal modes. In other words, any infinitesimal purely
gauge transformation of the field ®(x) can be uniquely
expanded in a set of orthonorma (in some sense)

modes { @n(X), @}, (¥)}. For the theory of gravity the
longitudinal part of the metric tensor is given by the
expression §;.; + &;.;. The field @(x) depends on the
operators{a,, ax} to powers no less than quadratic. It

is natural to assume that the operators { a,,, a;} arethe
generators of the Heisenberg algebra:

[8m 801 = 8mn  [8mad =0. (21)

Let us assume that the ground state [0Clis coherent
with respect to the gauge degrees of freedom:

3,00= 7[00 ®|a, = |z} . (22)
Here {z} are complex numbers. Since all operators

{a,, a,ﬁ A AL} on the right-hand side of Eq. (8) are
by definition normal-ordered, then

O]P(X)[00= D (X)

23
£ Y WA ROOAT

INI <N

In contrast to EQ. (18), on the right-hand side of
Eq. (23) al functions ®)(x), @\(X), and so on are
c-number functions which depend on the numbers z,.
Note that the collection of numerical functions { @(X),
(X))} formsacompleteindependent set of functionsin
terms of which any variation of the field ®(x) can be
expanded.

In what followswe shall assume that the Hel senberg
equations and the constraints are given in a Lagrangian
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form. This means that the momentum variables % (x)
are expressed in terms of the coordinate variables ®(x)
and their derivatives with the aid of the corresponding
part of the Heisenberg equations and are substituted
into the constraints equations and the remaining
Heisenberg equations. Asaresult, in the theory of grav-
itation we obtain quantum microscopic Einstein equa-
tions and Lagrangian equations for the matter fields.
The term “microscopic” in this case means that the
energy—momentum tensor in Einstein’s equations is
clearly expressed in terms of the matter field (scalar,
vector, spinor, and so on), and the term “quantum”
means that al fields in the Einstein—Lagrange equa-
tions are quantized. In what follows we shall call the
collection of quantum microscopic equations of
motions and constraints in the Lagrangian form briefly
as the equations of motion.

The problem of ordering the operator fields in the
equations of motion cannot be solved on the basis of
such ageneral analysis. Apparently, this problemisdue
to the problem of the consistency of the theory, and it
can be solved together with a development of an effec-
tive computational scheme.

We now average the equations of motion relative to
the gauge degrees of freedom. In order to be ableto use
Egs. (22) in the equations of motion within the averag-
ing symbol

1 8nG

0
OORw -9 R——T VHOD= 0 (24)
gw 2 ¢ Mg

the collection of operators {a,, a} in the braces in
Eqg. (24) must be normal-ordered. Since the field ®(x)

[or g,,(X)] isaseriesin thefield @ (x) and its deriva-
tives [see Eq. (20)], asaresult of such ordering sums of
the form

z (p||n(x) (pﬁn(x) ' z (p||n(x),p([-)|Tn(X) ' (25)

and so on arise. In sums (25) the index n, enumerating
the gauge degrees of freedom, runs through all its val-
ues. It is very important that the physical quantities do
not depend on the gauge degrees of freedom. Conse-
guently, regularization with respect to the gauge
degrees of freedom is not required. This means that in
sums (25) summation indeed extends over all n. There-
fore, the sumsin Eq. (25) are proportional to integrals
of theform

d®-Yk

where D is the dimension of space-time, and P(|k|, k;)
are polynomials with positive powers of |k| and k;, and
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the polynomials in Eg. (26) include, generaly speak-
ing, apolynomia of zero degree

Po(lK], k) = 1.
Indeed, let us consider the field

h(x) = 5 (Ao + AWR()) + 99, (27)

which is the first term in the expansion of field (8) in

terms of the operators { Ay, AL , 8, az}. In the theory

of gravitation thefirst term in the expansion of the met-
ric tensor with respect to the Planck scale according to
Eqg. (40) plays the role of field (27). This field is a
bosonic massless tensor field in curved space-time, and
its kinetic energy has the usual structure for bosonic
fields, being a second-order differential operator. Con-
sequently, the quantization procedure, leading to the
expansion of field (27) in terms of the modes { q\(X), @y},
in the dimensional senseisidentical to the quantization
procedure in scalar field theory. As is well known, in
thetheory of amasslessscalar field in Minkowski space
the modes satisfy the formula

@.(¥) O [k [Y2exp(ik - x).

Since the curvature of space-time plays no role herg, itis
evident that sums (25) have the form of integrals (26).

In the method of dimensional regularization all inte-
grals (26) and thereby all sums (25) vanish for D > 2,
i.e, in al theories of gravitation in space-time with
dimension greater than 2. This result means that in al
theories of gravitation, except for two-dimensional the-

ories, all operators a,, and al in Eq. (24), even before
being normal-ordered, can be replaced by the numbers
z,and Z, , respectively, after which the averaging oper-
ation in Eq. (24) can be dropped. In two-dimensional
generally covariant theories more direct calculations
are required when working with gauge degrees of free-

dom. Fortunately, thisis possible (see [7]) because of
the kinematic simplicity of two-dimensional theories.

We underscore that the sums of the form

pNeey

IN| <Ny

which arise when ordering the operators Ay and ATN in

Eqg. (24), cannot be dropped, since these sums are reg-
ularized. The physically measured guantities include
the indicated regularized sums, giving the quantum cor-
rections. These quantum corrections arise as aresult of
normal ordering of the operators describing the physi-
cal degrees of freedom. In this manner, Dirac [9] calcu-
lated precisely the contribution to the anomal ous mag-
netic moment of the electron and the Lamb shift of the
electron levelsin the hydrogen atom.
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The coefficient functions of the matter fields [e.q.,
Wy (X) in Eq. (9)] also depend on the gauge degrees of

freedom{a,, a;ﬁ} . Thelatter can be replaced within the

averaging symbol in Eq. (24) by the numbers{z,, z: }.
The basis for such a substitution and the resulting lim-

itation on the dimension of space-time remain the
same.

Now we can greatly supplement our system of axi-
oms by the following supposition: field (23) isused in
axioms 3-5, i.e.,, the quantized field, averaged with
respect to the gauge degrees of freedom. The fields
Dy (%), Q(X), Wn(X), and so on satisfy certain equations
which can be obtained uniquely from the Lagrangian
equations of motion, if the expansion of the field ®(x)
inform (23) is substituted into them and then, after nor-

mal ordering of the operators { Ay, AL}, the coeffi-
cients of the various powers of the generators of the

Heisenberg algebra{ Ay, AL } are equated to zero. Asa

result of the indicated normal ordering, arelation arises
between the higher order coefficient functions and the
lower order coefficient functionsin expansion (23). We
obtain an infinite chain of equations for the coefficient
functions { @(X), y(X), Wn(X), ...}

The latter conjecture can be introduced with the aid
of the following axiom, replacing axiom 5.

Axiom 5'. The equations of motion for the quantized
fields (23), to within the ordering of the quantized
fields, have the same form as the corresponding classi-
cal equations of motion.

We note that according to axiom 5' the dynamics of
the gauge degrees of freedom in areal theory of gravi-
tation isalways semiclassical. At the intuitive level this
conjecture can be justified by the fact that for the gauge
degrees of freedom there is no potential, and their
dynamics are similar to that of afree particle. It is easy
to see that the latter becomes classical as time elapses.
Indeed, let x and p be Heisenberg coordinate and
momentum operators of a free nonrelativistic particle
with mass m. Then

P=Po X=+ D21,

wheretisthetime, and X, and p, are constant operators,
satisfying the commutation relation [x,, pg] = i%. It is
obviousthat if [p,[# O, thenast —» o

xpo
|Ix, p1d ’
which means that the dynamics of the free particle is
semiclassical.
The system of axioms 3, 4, and 5' gives a definition

of the quantized variant of the given generally covariant
theory.
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We note once again that such ageneral analysisdoes
not solve the problem of the ordering of operator fields
in the equations of motion.

4. DYNAMICAL QUANTIZATION OF GRAVITY

We shall now apply the quantization scheme devel-
oped above to the theory of gravitation. Let us consider
the theory of gravitation with aA term, where the grav-
itation interacts in a minima manner with the Dirac
field. The action of such atheory hasthe form

S= _éjd4xjjg](R+ 21)
- . (28)
G Y D0 -0y ) - 5
O

Here{ €} isan orthonormalized basis, gy isthemetric
tensor, and n,, = diag(1, -1, -1, -1), so that

R = eletR,

gpv ese\t}) = f] ab»
the 2-form of the curvatureis given by
1

2Rﬁ€dx“ Odx’,

dw®®+w? Dw™ =
where the 1-form oy = wy, dx* is the connectivity in
the orthonormalized basis { €} }. The spinor covariant
derivative is given by the formula

_ 56 1. ab)|
Dl = gt o

ab _ 1.a b
o - 4[y 1y ]1
y2 are the Dirac matrices:

YaYP +yPy? =20,
Since the Planck constant is assumed to be 1, the
parameter |, isthe Planck scale.

We shall write out the equations of motion for sys-
tem (28). Varying action (28) relative to the connectiv-
ity gives the equation

1
0,60~ 0,60 = ~3leebcaelelTY YW =Th,.  (29)
In deriving the last equation, we employed the equality
abcd, 5

Y Ya- (30)

Here &,,.4 iSthe absol utely antisymmetric tensor, where
€o123 = 1. Theright-hand side of Eq. (29) is the torsion
tensor. We can see that including into the theory a Dirac
field results in the appearance of torsion.

yao_bc+ O_bcya - —iS
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We note that torsion (29) possesses the property

Ty=eT,, =0. (31)

Consequently, even though torsion exists in the theory
being considered, thetorsion tensor is not present in the
Dirac theory:

(iely" D, —-muy = 0. (32)

Varying action (28) with respect to the orthonormal-
ized basis gives the Einstein equation, which we write
in the form

120 c
Ruv + /\guv = éliﬁl(my ec(pgbv)qJ
(33
G C 1 0
_ec(ugbv)q'ly lIJ) - zmq—]wguv %

Here the expression in braces is (T, — (1/2)g,,T),
where T, is the energy—momentum tensor on the mass
shell [i.e., taking account of the equations of motion of
matter—in our case, the Dirac equation (31)].

Equations (29), (30), and (33), together with the
relations

b b b
gpv = nabeze\u egep = 6a
form a complete system of classical equations of
motion and constraints for system (28).

We now represent the field as a sum of classical and
quantum components:

gpv = g(cl)pv + hpvv eﬁ = e?cl)u + fﬁ (34)

We assume that the fermionic field has no classicd
component, so that

Pe) = Y (BUWN () + CRb(9) + ... (35)

IN| < Ng

where the Fermi creation and annihilation operators
satisfy the following anticommutation relations (as
usual, only the nonzero relations are written out):

{Bw B} = {Cw, Ch} = Sy n- (36)

The complete orthonormal set of fermionic modes
{9 (¥} can be naturally determined as follows. We
denote by =© the spacelike hypersurface, defined by

the equation t = const, and by fo‘) the hypersurface at
t = t,. Let the metric in space-time be given by means

of the tensor g,,,. This metric induces a metric on fo) ,
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which in the local coordinates X, i = 1, 2, 3, is repre-
sented by the metric tensor 3g;. Using the equations

3gij K = V!kggu +y|jkggi|, V:(j = Yi;iv
” - ZSelusea, 3 (x3 _ 60([3,
3%l + v e + 00,6 = 0,
30%& = —U)Bai

the connectivity (without torsion) in local coordinate
y'jk and a spin connectivity 3waBi are determined on

Zf)g) . For a Dirac single-particle Hamiltonian we have

_ 3] 1s 1. 0 0
%QD = -l eaaa%i +§ ('OBVIZ[G 1ay]|]+ mV ’

af = yoyP
It iseasy to check that in the metric

[y, Y0 = jdst—TngwN (37)

=5
the operator ¥, is self-conjugate. Consequently, the
solution of the problem for the eigenvalues on ZE)S)

HOWP(x) = 2e W), (38)

has a complete set of orthonormalized modes in metric
(37). The index 0 everywhere means that in the corre-
sponding quantity the fields are taken in the zero
approximation with respect to quantum fluctuations.

We note that a one-to-one relation can be estab-
lished between the positive- and negative-frequency
modes by means of the equation

en>0,

Voyuwly = wi.

We call attention to the fact that the scalar product

(39)

(b W) =[xy
aE)
is not always the same as the scalar product (37). These

scalar products coincide, if the path function N = 1,
which happens, for example, for the metric

do =0, G =

The scalar product (39) has the advantage over the sca

lar product (37) that if the modes { P’ (x)} satisfy the

Dirac equation in the zero approximation with respect
to quantum fluctuations (which, according to the expo-
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sition below, doesindeed happen), then the scalar prod-
uct (39) is conserved in time.

Thefield hy, in Eq. (34) can be expanded asfollows:
=lp Z (hn Ay + hy v N)

IN] <Ny

0
+130

qu\v\Nz\<No

(th, N, uvANlAN2

.
R, o AAR, * P AN, Ar,) (40)

F(r) ot F(—)
+ z (hn,n, wo B, Bw, + hion, vaNICNZ

[N4], N5 <Ng
F(+-) Rt ~t F(+-)% 4
+ hN1N2 uv BNICNZ + thNz HVCNZBNl) E-l- rees

In Egs. (34) (35), and (40) the c-number coefficient

fields LIJN » 9el) pv» Py, @Nd SO 0N can be expanded in
powers of the Planck scale, for example,

©) 4 1243
g(cl) uv gpv ng(cl) uv

Sincefields (40) are real, we have

— * _
hN1N2 b hN2N1 Hv? h Ng[Np pv = hNZ‘Nl Hv?
(41)
hF(++)* — hF(‘H') hF(—)* — hF(——)
NNy pv ™ TINGNp pvs NNy pv ™ TING N pv-

The operators { Ay, Ay} satisfy the Bose commutation

relations (31). A method for choosing the set of func-
tions { hy,,} will be discussed below.

According to the dynamical quantization scheme,
we must substitute fields (34), (35), and (40) into
Egs. (29) and (32), (33), after which the operators
{Ay, Ay} must be normal-ordered and all coefficients

of the various powers of these operators and the Planck
scale must be set equal to zero.

Thus, we obtain the first of these equations:

OPe?* 0Pl = 0, RY+Agl = 0. (42)

Here and below all raising and lowering of indices are
donewith thetensors g5, and g@. Thus, in the lowest
approximation the fields satisfy the classical equations
of motion. In the zeroth approximation we also have a
series of equations for the fermionic modes:

(i3 —myyy = (43)
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We now introduce the notation

ore _ [ 10500 X0, o(0)pxA
KO = [—EDO 09550 — RO + ROPE)
©CHrxp 1 (0)re[d (44)
+D“ %] GG—EDV g pD:|
A
+ [~ V] + 275,85,
\ 1 1 {
R @(h, h) = SIRWP(h+ b h+ )
(45)

~ RSP, h) =R, m)].
It iseasily checked that

}K(O))\p — 6(Ruv + /\gpv)
MV 1
2 %9 Gy = O
where RY® (h, h) is a quadratic form of the tensor

field hAp, which can be constructed in terms of the sec-
ond variation of R, relative to the metric tensor at the

point g5 . We write out the complete form:
1
R (h.h) = 5(h3h.).
1 h}\ hc ho h;o
_é[ 0( u;v+ VAT pv)];)\

1 )
+ Zh;; p(hﬁ; vt he; T h’u%)

1 . .
_Z(hg: vt hC; p h&p)(hs: rt h;): M _hf%)'

Thus, Rff)v)(z) (h, h") is a symmetric bilinear form with

respect to itsargumentsh,,, and h, ,, which in what fol-

lows are operator fields (40). Thus, here the problem of
ordering the operator fields to lowest order has been
solved.

Now we can write out the following relations, which
follow from the exact quantum eguations with the
expansion indicated above. To first order in |, we have

1
LK%y, = 0.

We note that, using Egs. (42), the operator (44) van-
ishes on the quantity (¢, ., + &, .,). Consequently, the
value of the operator (44) on thefields h,, and

(46)

hluv = huv+Eu:v+EV:u

coincide for any vector field &,. This fact is a conse-
guence of the gauge invariance of the theory. Using the

(47)
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indicated gauge invariance, any solution of Eq. (46) can
be put into the form
(O TRV () R
O, hu—ED“ h, = 0. (48)
In what follows, we shall assume that the field satisfies
the gauge condition (48), which is convenient in anum-
ber of problems. It is obvious that taking account of the
gauge condition (48) the term in parentheses in opera-
tor (44) vanishes.
To clarify the question of the normalization of the
gravitational modes, we shall employ the following

technique. The equation of motion (46) can be obtained
with the action

S = Id4xA/—g(O)h“vK£R,)AphAp.

Hence follows the canonically-conjugate momentum
for the field hy, and the one-time commutation rela-
tions:

(49)

T[|.1v - _g(O)D(O)thv
[hu(X), ()] = 187,808 (x—y).

Evidently, in Eg. (50) the fields are free of constraints
(48). We represent the field h,, in the form [compare
with the first term in Eqg. (40)]

M) =S (0 Ay + (0 AY).-
N

(50)

(51)

The set of operators { Ay, ATN} forms a Heisenberg
agebra (1), and the functions { hy,,} satisfy Egs. (46).
Equations (50) and (51) lead to the following relations
which reflect the orthonormal nature of the set of the
modes:

i Id3x —glhy " 0%y
z(3) (52)

— (0% )y W] = By -

In the latter equations the integration extends over any
spacelike hypersurface =®. As a result of Egs. (46),
integrals (52) indeed do not depend on the hypersur-
face. It isnatural to assumethat the gravitational modes
satisfy conditions (52). The significance of Eq. (52) is
that renormalization of the coefficient functions in
expansion (40) is given with its help.

In second order in I, we obtain the following equa-
tions:

1 oo

- (0)(2)
2 Hv thNz)\p - _Ruv (hN11 hNZ)a

(53)

1, on 0)(2
K Py, ae = —2RDP (MY, hy),

2 (54
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1, nopFEs)  _ () e (0) gy (0) (+)
2va th Ny Ap — iz]_(qleycec(ugbv) lIJ

(59)
(0) 5. (0) 1 (%) @y ey ®
- c(pgbv) l-|'I )
1 rppF(+)  _ ) ¢ (0) 65 () ;)
ZK“V NN Ap — ‘(EDNIV ec(p v) Un,
(56)
(0) 5 (0)  (+) (+)
- c(ugzj )
0)A 2 0)(2
K, = - REN’( (¥, hy)
IN<N,
[ Oy a0 650 ;O (57)
+- Z (PN Y e D) Ui
IN| <N
(0) 5 (0) () %
c:(ugb )

It is evident from Eq. (29) that torsion appears in the

same order (~I§,). Here, however, we do not write out
the corresponding corrections for the connectivity.

We shall now briefly summarize the results
obtained.

According to the dynamical method, the quantiza-
tion of gravity starts with finding a solution of the clas-
sical microscopic field equations of motion (for exam-
ple, the solutions of Egs. (42) in the example consid-
ered above). The classical solution isdetermined by (or
determines) the topology of space-time. Then, using
the classical approach, Egs. (43) and (46), which deter-

mine the single-particle modes {W{’, hy,}, ae
solved. To solve Eq. (46) the gauge must be fixed, since
the operator (44) is degenerate because of the gauge
invariance of the theory. At the first step these modes
are determined in the zeroth approximation according
to the Planck scale, and their normalization is fixed

using Egs. (39) and (52). Given the set of modes
{W, hy ), wecan explicitly write out theright-hand
sides of Egs. (53)—«57) and then solve them for the two-
particle modes hy n, v » th‘Nz u » and so on, and find

the correction g(d) w Whichisof second order in Iy to

the classical component of the metric tensor. We call
attention to the fact that the right-hand side of Eq. (57)
arises because the operators must be normal-ordered.
The solution of Eq. (57) can be interpreted as asingle-
loop contribution to the average of the metric tensor
with respect to the ground state.

We note that if a nonsymmetric bilinear form were
used on the right-hand sides of Egs. (53)—57), then the
condition that the metric tensor be real would be vio-
lated. Consequently, the condition that the metric ten-
sor isreal determines the ordering of the operator fields
in the equations of motion at least in second order with
respect to the operator fields.
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It is important that al Egs. (42), (46), and so on
which arise are generally covariant, since they are
expansions of generally covariant equations. Thus, the
method of dynamical quantization leads to a regular-
ized gauge-invariant theory of gravitation, which con-
tains an arbitrary number of physical degrees of free-
dom.

We shall now make aremark about the compatibil-
ity of Egs. (53)—(57) and the analogous equations aris-
ing in higher orders. Let h,, be an arbitrary symmetric
tensor field and K© the operator (44), acting on this
vector field. Itiseasily verified that, using Egs. (42), we
obtain the identity (compare with Eqg. (48))

D(O)(K(O)h) D(O)(K(O)h)v -
Consequently, in order for Egs. (53)—(57) to be compat-
ible the right-hand sides of these equations must satisfy
the sameidentity. It is easy to see that thisisindeed the
case. Indeed, Egs. (53)—(56) are identical to the analo-
gous classical equations arising when nonuniform
modes (higher order harmonics) and the subsequent
expansion of the classical Einstein equation in powers
of the nonlinearity or the Planck length are added to the
uniform fields. Hence it follows that each term on the
right-hand sides of the“loop” equations of thetype (57)
likewise satisfy the necessary identity, since these
terms have the same form as the right-hand sides of the
“nonloop” Egs.(53)—56).

We also call attention to the fact that in the method
of dynamical quantization it isimplicitly assumed that
the quantum anomaly is absent in the algebra of the
operators of the constraints of the first kind. Conse-
guently, the method of dynamical quantization must be
justified in each specific case by concrete calculations,
which must be not only mathematically correct but also
physically meaningful.

5. ON THE PROBLEM OF DECOHERENCE
IN QUANTUM COSMOLOGY

We shall now show how the problem of decoherence
in guantum cosmology in amodel of the inflating uni-
verse can be solved on the basis of the method of
dynamical quantization. The solution proposed hereis,
in the opinion of the present author, quite simple and
natural.

We shall briefly formulate the problem of decoher-
ence in quantum cosmology (see [10-15] and refer-
ences therein).

In Friedmann type models it is natural to take the
scale factor of the universe a as the time parameter.
According to al present experimental datathe quantum
fluctuations of a are not observed because they are
small. This can be easily explained if there existed an
external (with respect to the universe) observer who
would perform an experiment as a result of which the
wave function of the universe would be reduced to a
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state in which the scale factor has a definite value.
However, in quantum cosmol ogy the observer isalways
part of the system and consequently the explanation
presented above is not acceptable.

At the present time another idea is generdly
accepted. According to this idea, nonuniform quantum
fluctuations lead to decoherence of the density matrix
describing the homogeneous degree of freedom—the
scalefactor. The meaning of thisassertionisasfollows.
Let us consider the density matrix of the universe and
calculate its trace with respect to all nonuniform
degrees of freedom. This gives adensity matrix p(a, &)
for the scale factor. Qualitative considerations lead to
the following form for this matrix:

p(a &) ~ p(a-a). (58)

The latter formula means that there is no coherence
(decoherence) for the scale factor a. In other words,
interference of various values of a does not appear in
any measurement.

However, concrete calculations performed in the
single-loop approximation encounter serious difficul-
ties associated with the ultraviolet divergences of the
theory. These difficulties were overcomein [13, 14]. It
was found that conventional regularization itself leads
to a physically meaningless result. To obtain a physi-
cally acceptabl e result, additional nonlocal transforma-
tions of the fields, which possess a completely different
character for bosonic and fermionic fields, are required.
In addition, the question of the divergences in the cal-
culations in higher order groups remains open. It is
obvious that this gquestion cannot be solved without
constructing a systematic quantum theory of gravita-
tion or including the theory of gravitation in a more
fundamental theory, for example, string theory.

We shall show at aqualitative level how the problem
of decoherence can be solved on the basis of the
method of dynamical quantization in a model of an
inflating universe. The solution proposed here remains
valid when higher order corrections with respect to the
Planck scale are taken into account.

First we note that the qualitative arguments in [10]
which lead to Eqg. (58) in our case indeed make sense,
since their validity is implicitly based on the assump-
tion that the number of nonuniform modes, though
large, is finite. This situation occurs in the method of
dynamical quantization.

We shall briefly reproduce the arguments presented
in [10]. We denote by { a, x\} the complete set of com-
muting variables, where aisthe scalefactor (59) and Xy
arethe degrees of freedom of the nonuniform modes. In
the single-loop approximation (which corresponds to
taking into account only the “single-particle” modes
O and gy) the wave function has the form

W{a;; xy} = Wy(a) z fa(a xy).

IN| <Ny
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Here Wy(a) isthe wave function of the minisuperspatial
model. According to Hartle and Hawking for small a

fa@ xy) = Fo(x),

where £’ (xy) isthe wave function of the ground state

of the corresponding degree of freedom for small a. By
definition the density matrix (58) is obtained using the
following integral:

p(a a) = Wy(a)W5(a)

g *)
X |_| IdXN fn(@ xy) FR(@, xy)-
IN] <Ny
We shall estimate the integral (+) using the single inte-
grals

Pn(a @) = IdXN fu(@ xy) FR(@, xy),

which are equal to 1 for small a, a' but decrease rapidly
in modulus with increasing a, &', remaining equal to 1
only fora=a'. Consequently, forincreasingaand a' # a

pn(@ @) — 0, No— .
IN| <Ny
Thus, we arrive at the formula (58). It is important in
this argument that although N, islarge, it is still finite.

We shall now show how the decoherence problem
can be solved on the basis of the method of dynamical
guantization.

Asiswell known, the spatially uniform solution of
Eqg. (42) hasthe form

g0 =1, o =0, ¢ =-a%y;
1 (59)

H? = ZA.

a(t) = coshHt, 3

Here g, ; iIsapositive-definite metric on the sphere Sf_rl

with radiusH= in some coordinates and x° = t. Thetilde
denotes the corresponding quantities on the sphere

Sf_rl . The solution (59) describesauniversein theinfla-

tion stage. We write out the nonzero components of the
connectivity:

r° = aag;, ry'=2s, ri=ri (60
Hence we have for the components of the Riemann and

Ricci tensors

R, = —H@Ra% —g0g®), o1
R(O) — 3H2 (0) ( )
TLV gpv-
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We also write out the formula

-9 =2,
which follows from Eq. (59).

It follows from general considerations based on the
gauge invariance of the theory that at each point of
space (or for each “frequency”) only two independent
degrees of freedom of the field h,, (40) remain. It is
shown in the Appendix that gauge transformations can
be used to obtain

(62)

hvou =0, hy; =0, Oh; =0 (63)
In this case and taking account of Eq. (61), Eq. (46)
becomes

(OP0 + 2H%)hy ; = 0. (64)

The last equation can be rewritten, using Egs. (59) and
(60), as

(0P hy ;- —=— 00y, +3H(tanhH) Doy
cosh™Ht

+2H%(1 + tanh®Ht)hy; = 0, (65)

(O hyy = aZ%%?(a_th i) n=12..

We note that the operator ik 0° leaves invariant the
space of vector fields { hy;} satisfying Egs. (63). This
means that

gijikakhN ij = O, i]'ik'ikthl = O,
if thefield hy;; satisfies Egs. (63). In addition, the oper-
ator ﬁk 0 is self-conjugate in the metric

Idva‘k@j'hM Wi (66)

where dV is an element of volume on the sphere S(Hs_)l .

Consequently, we choose as the set of functions { hy;;}'
the set of eigenfunctions, orthonormalized in the metric

(66), of the operator (—ﬁk ﬁk) with bounded eigenval-
ues:

—OkD Ny = Enbyg, En<Eo (67)
Thefields hy;; in Eq. (67) satisfy Egs. (63).
Let
€x > (HcoshHt)®. (68)
Then we obtain, using Eq. (65), the estimate
05 hy i O4/En(coshHE) " hy . (69)
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Since, according to Eq. (59), hL", ~ a*hy;;, we obtain
using Egs. (62), (69), and (52)

JEnH(coshHY) |y P D1,

or
| hy | D& ,H¥? coshHt. (70)
In the opposite case
€y < (HcoshHt)? (71)
we abtain using Eqg. (65)
05 hyi; OH|hy - (72)
Hence, just as above, we find the estimate
p|hy ij| O1,H </ coshHt. (73)

Comparing estimates (70) and (73) shows that at the
time

HcoshHty Ogy
the regime of temporal evolution of the corresponding
mode changes. This change of regime occurs because
for t <ty the wavelength of the mode hy ; islessthanthe

so-called event horizon, and the opposite situation
occursfort > ty.

Indeed, the distances on the sphere S(:_)l , denoted by

1, and on the hypersphere = (the section of the de

Sitter space with metric (59) at afixed timet), denoted
as(t), according to Eq. (59) are related by the relation

I(t) = (coshHt)I. (74)

Consequently, the wavelength of the mode hy ; is of the
order of

Ay O(coshHt)ER2. (75)
Hence one can see that Eq. (69) corresponds to
Ay < H7, (76)
and Eq. (71) corresponds to
Ay > H (77)

By definition, the distance | (t) between two pointsx;

and x, on = is less than the event horizon R, if the
light signal emitted at the point x,; reaches the point x,

sometimein the future. According to Eqg. (59) for prop-
agation of light

dt = a(t)d!
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and therefore

(78)

t
[t
2 = [awy
4
where t, is the time when the signal reaches the point

X,, and 1 is the distance on S(Hg_)1 between x; and x.

Comparing Eq. (78) and Eq. (74) and letting t, approach
infinity, we find

R. O a(t) f (t) -, (79)

The meaning of the event horizon is that two points on
>® separated by a distance greater than R, cannot
exchange any signal s during the entire subsequent time.

Using Egs. (39) and (59) it is easy to obtain the fol-
lowing estimate for fermionic modes:

| O H¥X(coshHt) ™ (80)

Before estimating the role of quantum fluctuations,
we make the assumption

IH <€ 1, Agin~ v, (81)

where Ay > Ay, is the minimum wavelength of the
modes under study in an epoch close to the time of
observation and v is a dimensionless number.

We now use the well-known formula
1/2
[ @9 — Y ij)z(X)D:(gkI =Y kl)z(x')q

> %| 193, 9 ()10

in the lowest approximation. The averaging in Eq. (82)
is performed with respect to a state close to the ground
state. In this case the inequality in Eq. (82) is close to
saturation and the left-hand side can be estimated by
estimating the right-hand side of thisinequality. Using
Eq. (29), inthe lowest approximation for quantum fluc-
tuations we obtain

[95(¥), 9u(X)] = 13

(82)

. . (83)
X Z [y () DK W (X) = hy () hy W (X)].
INI < Ng
To estimate the right-hand side in Eq. (83), this sum
must be divided into two terms.
Thefirst term takes into account the infrared modes

(the index i) with wavelengths
H™ <Ay <H 'coshHt, (84)

and the second term takes account of the ultraviolet
modes (the index u) with wavelengths

Vip <Ay, <H™ (85)

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 91

871

Let the number of infrared and ultraviolet modes be,
respectively, of the order of N; and N, and

N; + N, = Np = const.

Then the sum on the right-hand side of Eq. (83) is rep-
resented as a sum of two terms of order

=(t) ONila|hy 7 ON(1 ,H)? cosh Ht, (86)
(0 ON2|hy il
ol i -

~-1/2

O(No—N;) CEy le H (costh)
Here we employed estimates (73) and (79). Since
gi g 0a’,
guantities (86) and (87), referred to the fourth power of
the scale factor a(t), are physically meaningful. We a so

take account of the fact that the number of infrared
modes increases with time, so that (see Eqg. (84))

N, 02805 5 coehne,

|:l)\NImIn D (88)
Thuswe find
() = '(t) O(p H) (89)
a'(t)
Z,(t)
=023 ‘) (90)

O(Ng — cosh” Ht)§5-21 2H3(cosh Ht) .

In the latter formulathe fact that

—1/ 2 ~-1/2

LU,

where g, isthe maximum eigenvalue of the modes hy ;
[see Eq. (67)], was taken into account.

The estimates obtained lead to the following quali-
tative conclusion: in a model of the inflating universe
the value of the quantum fluctuations decreases expo-
nentially with increasing time. Conversely, as the
moment of creation of the universe is approached the
role of quantum fluctuations becomes determining.

Indeed, according to modern notions, at the de Sitter
stage

l[oH ~10%-10%2, (91

Consequently, the infrared contribution to quantum
fluctuationsis negligibly small at al stages of inflation.
The contribution of ultraviolet quantum fluctuations,
according to Eq. (90), decays exponentialy with
increasing time, and vice versa.

ACKNOWLEDGMENTS

This work was supported by the Program for Support
of Leading Scientific Schoals, grant no. 00-1596579.

No. 5 2000



872

APPENDIX

Using Egs. (61), Eqg. (46) becomes (the index N,
enumerating the modes, is dropped here)

-0P0Ph,, +2H%(gM ~h,,) = 0. (A1)
Let &, be avector field satisfying the equation
how = hou+ 09, + 008 = 0 (A.2)

in all of space-time.
We obtain using Egs. (48) and (A.2)

1OGI% + I = (000 3%, (A9

We now substitute into Eq. (A.1) with p =v = 0 the
expression for hy from Eq. (A.2) and use

D;O)D(O)ADEJO)EV - D&O)D;O)D(O))\EV
+2H%gQ 0, —2n*0P 31’0t

which is valid for any vector field &,. As a result, we
obtain

(A9

0 [(0F 0" —3H?)E"]
_ 2[00 , 10
- _2H %]i E +2hiD
Finally, we substitute hy; from Eg. (A.2) into Eq. (A.1)

with u=0andv =i and use once again Eq. (A.4). We
obtain

(A.5)

O[O0 —3H%)g ]
= —0O[OP0 -3H%)g,].

Now, it isevident from Egs. (A.3), (A.5), and (A.6) that
if

(A.6)

(OO0 ~3H%E, = 0, (A7)
u

OOg! 4 %h; -0 (A.8)
on some spacelike hypersurface 283), then Egs. (A.7)

and (A.8) hold in all space-time. Thiscan be attained by
making an appropriate choice of the vector field &,
Indeed, using the shift

Ep - Ep + ¢u1
where thefield ¢,, does not depend on x°, Eq. (A.2) can
be made to hold for all x° and Eqg. (A.7) can be made to
hold on the hypersurface £ . Indeed, using Egs. (61),
(A.2), (A.2), (A.4), and (A.7) we obtain

(0) (O 2 [HOgi, 10 _
(@70 20" 1% + 5hig = 0,
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which is valid on fo). Hence follows the validity of

Eq. (A.8) on the hypersurface = .

Let us consider the transformed field
hy = hy, + OVE, + 0P, (A.9)

If the field h,, satisfies Egs. (A.1) and (48), then as a
result of Eq. (A.7) the field h,, also satisfies these

equations. In addition, according to Egs. (A.2) and
(A.8)

ho, = 0, hi' = 0. (A.10)

Thus, the compatibility of Egs. (63) and (64) has been
established.
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Abstract—We perform the dual transformation of the Yang—Mills theory in three dimensions using the Wilson
action on the cubic lattice. The dual latticeis made of tetrahedratriangulating a 3-dimensional curved manifold
but which is embedded into aflat 6-dimensional space [for the SU(2) gauge group]. In the continuum limit, the
theory can be reformulated in terms of 6-component gauge-invariant scalar fields having the meaning of the
external coordinates of the dual lattice sites. These 6-component fields induce a metric and a curvature of the
3-dimensional dual-color space. The Yang—Millstheory can & so be rewritten as a quantum gravity theory with
the Einstein—Hilbert action but with apurely imaginary Newton constant plus ahomogeneous“ ether” term. The
theory can be formulated in agauge-invariant and local form without explicit color degrees of freedom. © 2000

MAIK “ Nauka/Interperiodica” .

1. LATTICE PARTITION FUNCTION

Although our objective is the continuum theory, we
start by formulating the SU(N,) gauge theory on acubic
lattice. The partition function can be written as an inte-
gral over al link variables, which are SU(N,) unitary
matrices U, with the action given by the sum over al
plaquettes:

B(TrUp|aq+c.c.)E’ 1
2Tr1 g

%@ = [[] dU.mkexp% 5

links lagquettes

where 3 isthe dimensionlessinverse coupling. The uni-
tary matrix Uy, isaproduct of four-link unitary matri-
ces closing a plaguette.

To go to the continuum limit, one writes
Uik = exp(iaAﬁta),
where aisthe lattice spacing and
a,a _
At = A

is the Yang—Mills gauge potential, with t2 being the
gauge group generators normalized to

Tridt® = 8°°/2:

one then expands TrU, in the lattice spacing a. For a
plaguette lying in the (12) plane, the result is

TrU - p-a 4TrF§2+O(a5)%’ @

pTUn * CC +cCcC.
2Trl
TThis article was submitted by the authors in English.

2Trl

where
Fu = 0,A, —0,A, —i[AA]
is the Yang—Mills field strength. Summing over al

plaquettes, one obtains the partition function of the
continuum theory,

% o = [DAeXpL—1 [dxTrF2E, 3
. = [DA.expg g TaN €)
with the obvious relation
2N,
B=—5. (4)
a'~%aj

between the dimensionless lattice coupling 3 and the
SU(N,) gauge coupling constant in d dimensions g§ .

In this paper, we concentrate on the Euclidean
SU(2) Yang—Mills theory in three dimensions. In this
case, EqQ. (4) becomes

B=— ©)
3-93
The continuum limit of the 3-dimensional Yang—
Mills theory given by partition function (1) is obtained
if one takes the lattice spacinga — Oand B — o
with their product

2 4
g3 - 3-[3

kept fixed. This quantity provides the theory with a

mass scale. It is widely believed (although not proven

1063-7761/00/9105-0873%20.00 © 2000 MAIK “Nauka/Interperiodica’
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so far) that the theory possesses two fundamental prop-
erties: (1) the average of alarge Wilson loop hasan area
behavior with the string tension proportional to gg and
(2) correlation functions of local operators similar to

2 . . .
F,w decay exponentially at large separations, with a
“mass gap” proportional to gg.

Our am is to rewrite partition function (1) in dual
variables and to study its continuum limit.

2. THE DUALITY TRANSFORMATION

The genera idea is to integrate over the link vari-
ables U, in Eg. (1) and to make a Fourier transforma-
tion in the plagquette variables U, .. Thisisdonein sev-
eral steps, i.e., onein each subsection.

2.1. Inserting a Unity into the Partition Function

First of all, we need to explicitly introduce the inte-
gration over unitary matrices assigned to the plaguettes,
Uny This is done by inserting a unity for each
plaquette into the partition function (1),

1= |_| J'dUpmé(Umaq,UleUsU“), (6)

plaquettes

where U; , are the link variables closing into a given
plaquette. The d-function is understood with the group-
invariant Haar measure. The redlization of such a
o-function is given by the Wigner D-functions:

v =y

J=0,

(23 +1)Dy, 1 (UN D}, 1 (V). (7)

1,

NI
NIw

This equation is known as the compl eteness condition
for the D-functions [1]. The main properties of the
D-functions used in this paper arelisted in Appendix A.

Equation (7) should be understood asfollows: if one
multiplies the right-hand side of Eq. (7) with any func-
tion of the unitary matrix U and integrates over the
Haar measure dU, the same function of the argument V
is obtained:

[AdUTLIBU,V) = 1V). 8)

Using the multiplication law for the D-functions (see
Appendix A, Eg. (A.3)), one can represent the unity to
be inserted for each plaguette in partition function (1)
as

1= [dUpe’y (23+ 1)Din(Upiag) Din i (U) ©

X Dy mi(U2) Do, (Us) D (U),
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where U, , arethe corresponding link variables form-
ing the chosen plaquette.

2.2. Integrating over Plaquette Variables

Integrating over the plaguette unitary matrices Uy
now becomes very simple. For each plaquette of the lat-
tice, one has the factorized integrals of the type

TrU,.. + Tru’
[V P (ST P (U

(10)
= 6mlm2§|1(s>n<s),

where T,(p) is the ratio of the modified Bessel func-
tions[2],

@) = |2|Jl+([13()ﬁ) o exp[_zJ(JB+ 1)} an
as B —» oo.

The quantity T,(B) is the “Fourier transform” of the
Wilson action; because the dynamical variables have
the meaning of Euler angles and are therefore compact
in the lattice formulation, the Fourier transform
depends on discrete values J =0, 1/2, 1, 3/2, .... How-
ever, as one approaches the continuum limit ( — o),
the essential values of the plaguette angular momenta

increase as J ~ /B and their discreteness becomes less
relevant. Strictly speaking, the continuum limit is
achieved at plaguette angular momentaJ > 1.

Here, we make aside remark on this occasion. For a
given 3, the quantity T,(B) givesthe praobability that the
plagquette momentum J is excited. For the typical value
(B = 2.6) used in lattice simulations (in 4 dimensions),
we find that the probabilities of having plaquette exci-
tations with J =0, 1/2, 1, 3/2, and 2 are 56, 29, 11, 3,
and 1%, respectively. This means that lattice simula-
tions are actually dealing mainly withJ =0, 1/2, and 1
with atiny admixture of higher excitations. It isimpor-
tant to understand why and how continuum physicsis
reproduced by lattice simulations with such small val-
ues of the plaguette momenta J involved.

Thus, we, obtain the partition function

i| number of plaquettes

% =[ 21,0

B z |_| (23p+1)T, (B)

Jp plaguettes (12)
Jp Jp Jp Jp
X |—| IdUI Dmlmz(U 1) Dm2m3(U 2) Dm3m4(U 3) Dm4m1(U4)1
links |
where U,_, are link variables forming a plaguette with
the angular momentum Jp.
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2.3. Integrating over Link Variables

It isdifficult to integrate over link variablesin Eq. (12)
because each link enters several plaquettes. In two
dimensions, every link is shared by two plaguettes;
hence, one hasto calculate integrals of the type

1
2J,+1
for al links on the lattice. We consider this case in Sec-
tion 4.

In three dimensions, every link is shared by four
plaguettes; hence, the integral over link variables has
the form

J; J2
J.dU DkI (U) Dmn(UT) = 6JlJzéknéIm (13)

Jg Je Jo

fau Do (W) Dt 1 (U) Dy 1 (U) D2 (U),

where J, g ¢, p e angular momenta associated with
four plaguettes intersecting at a given link U and m,_g
are “magnetic” quantum numbers that must be con-
tracted inside closed plaguettes. In four dimensions, six
plaquettes intersect at a given link; however, we do not
consider this case here.

The general strategy to calculate link integrals (14)
is (i) to separate four D-functionsinto two pairs accord-
ing to a certain rule and to decompose the pairs of
D-functions in terms of single D-functions using
Eqg. (A.10), (ii) to integrate the resulting two D-func-
tionsusing Eqg. (13), and (iii) to contract the “ magnetic”
indices. Since all the “magnetic” indices are eventually
contracted, we arrive at the partition function written in
terms of the invariant 3nj symbols.

There are severa different tactics for dividing four
D-functions into two pairs, eventually leading to any-
thing from 6j to 18 symbols. In this paper, we take the
route used in [3, 4], leading to a product of many 6j
symbols, although one loses certain symmetries on this
route, causing later difficulties. The gain, however, is
that it is easier to work with 6] symbolsthan with 12j or
18j symbols. Since important sign factors were omitted
in [3, 4] and only the final result was reported, we feel
it is necessary to give a detailed derivation in what fol-
lows.

Inthree dimensions, all plaquettes are shared by two
adjacent cubes; therefore, it is natural to divide all
cubes of thelattice into two classes, which we shall call
“even” and “odd,” and to attribute plaguettes to even
cubes only. We call a cube even if its front lower |eft
corner is alattice site with even coordinates:

(_1)x+y+z = +1.

Itiscaled odd otherwise. The even and odd cubesform
a 3-dimensional checker board, asillustrated in Fig. 1,
where only even cubes are drawn explicitly. The even
cubes touch each other through acommon edge or link,
as do the odd ones among themselves. The even and
odd cubes have common faces or plaguettes. All
plaguettes are attributed to even cubes only: that is the

(14)
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Fig. 1. “Even” cubesin checker board order.

Fig. 2. An elementary even cube.

reason for the division of cubes into two classes. We
now consider an even cube (Fig. 2). In the figure
A B, C, D, E, and F denote the six faces of the cube;
the numbers from 1 to 12 denote its links or edges; and
a,b,c d e f, g, and hdenoteits 8 vertices or sites. Cor-
respondingly, we denote the plaquette angular
momenta by J, ¢, the link variables by U,_;,, and the
“magnetic’ numbers of the D-functions carry indices
(a—h) referring to the sites connected by the D-func-
tions.

One can write the traces of products of four D-func-
tions over plaguettes in various ways. To be systematic,
we adhere to the following rule. Link variables in the
plaquette are taken in the counterclockwise order, as
viewed from the center of the even cube to which the
given plaguette belongs. If the link goesin the positive
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direction of the x-, y-, z-axes, we assign the U variable
to it; otherwise, we assign the U™ variable to it.

With these rules, the six plaquettes of the elemen-
tary cube shown in Fig. 2 bring in the following six
traces of the D-function products:

Cube = [D (Ul)D|b| (UZ)D| |d(U3)D|d| (U4)]
x [D}%.(UDD;5 (U) D’ (U D)% (U]

i (Ul)]
x[D}}.(Us) D} (Uso) D (UN DY (U1D)]

- (UL Do (U D (U Dy (UD]

(UDD, (Ug) Dy Ny (U7)D 0 (Uo)]-

Each link variable U,_;, appears in this product
twice: once as U and once as U™. For D(U), we use
Eg. (A.5) to write it in terms of D(U). We can then
apply decompoasition rule (A.10) to express pairs of
D-functions in terms of one D-function and two 3jm
symbols. The new D-functions correspond to the links
and carry the angular momenta denoted by j. The 3jm
symbols have “magnetic’ indices that are contracted
when al the indices related to a given corner of the
cube are assembl ed together. Although straightforward,
this exercise is rather lengthy, and we relegate it to
Appendix B. As aresult, we rewrite (15) as

Cube = § (2j1+1)...Q2Jp+1)

jl"'j12

JC C C
x [ D5 (UD Dick, (Ua) Dic (Ug) D
(15)
X [ D

x[D

,(UpDE _ (UhD" (U
X Di“r (U)D, . (U)DY (Ug)
uhu (U7) D—vh -V (U8) D—wf —wb(U g)

x D'x?xg(ulo)DJ“ LUIDE (UL

~Yh

cHiidade B Qs ds 2
o, r, z, t—op W, pp U
Bz Js Jo B
U Pc Ac —X¢ l:D_rd Qd Ya U

. . . D
la 3 JllD (16)

x%le j8 JS% j6 j5 j9 E
U-z, v, S, [t s; w; O

XE]S le 17% j7 jll JBE
Uty Xg Ug L=Up y, v O
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Dz dux ds @ e o by O
03 Je I [0 Jp Jp Je O
(Ds s Jo iz do Js
O0Jg Jdc Je (I Je Jg Je O
XEM Is j11%j2 Is leE
0Jp Je Ja [0 Jp Jo Ia O
xEjl Jo Iz %11 Ja jlz%
0Jc da Jdg (D I Jg In T

where j,_;, are the angular momenta attached to the
links of the cube, (...) are the 3jm symbols, and {...}
are the 6j symbols. We see that a 6j symbol is attached
to each corner of the even cube; its arguments are three
plaguette momenta J and three link momenta j inter-
secting at agiven corner. The 3jm symbolsinvolve only
thelink variablesj.

We have, thus, rewritten all twelve pairs of DJ-func-
tions entering a cube as a product of single Di-func-
tions, where j's are the new momenta associated with
thelinks.

This procedure must be applied to al even cubes of
the lattice. As the result, one has only two Di-functions
of the same link variable U for al links of the lattice,
which makes it straightforward to integrate over the
link variables using Eq. (13).

It is convenient to simultaneously integrate over six
links entering one lattice site, because this leads to the
full contraction over al the “magnetic’ numbers. The
derivation is again straightforward but lengthy: the
details are given in Appendix C. The result is that the
3jm factors in Eq. (16) are contracted with analogous
3im symbols arising from neighboring even cubes,
which gives 6j symbols attached to every lattice site
and that are composed of the six link momenta j inter-
secting at a given lattice site. In the notation of Fig. 3,
the result for the a and b vertices has the form

uan - E 'jl 'j4 1:12 E
U Jis Jua J1z U

(17)
ubn = % Jl Jg J2 %

017 J1s Jie O

and the expressions for the other vertices are similar.
A sign factor (—=1)3 must be attributed to every link of
the lattice. As shown in Appendix C, it is actualy
equivalent to the sign factor (—1)% attributed to every
lattice plaquette.
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3. LATTICE PARTITION FUNCTION
AS A PRODUCT OF 6] SYMBOLS

We now summarize the recipe derived in the previ-
ous section. One first divides all 3-cubes into two
classes. even and odd. They form a 3-dimensional
checker board shown in Fig. 1. All even cubes are char-
acterized by their plaquette momenta J. The edges of
even cubes have link momentaj; each link is shared by
two even cubes.

To each of the eight corners of an even cube, one
assigns a 6j symbol of the type

O i i 0
Dll I2 13 0
O0Jadg dc O

(18)

where J'sare the plaquette and j’s are the link momenta
intersecting at a given corner of the cube. The rule is
that link 1 is perpendicular to plaguette A, link 2 is per-
pendicular to plaquette B, and link 3 is perpendicular to
plaquette C. Four triades—(j1JgJc), (j29adc)s (j3dade)s
and (j,j,j5)—satisfy triangle inequalities.

To each lattice site, one assigns a 6j symbol of the
type

Oi i i

0 J.l J.z J'3 &

UlJals e U
where j's are the six link momenta entering the chosen
lattice site. The rule is that link 4 is a continuation of
link 1 lying in the same direction, link 5 is a continua-
tion of link 2, and link 6 isacontinuation of link 3. Four
triades—(j1j2J3), (J1isle)s (J2Jale), and (jzjajs)—sat-
isfy triangle inequalities.

Actually, each lattice site has five 6] symbols asso-
ciated with it: four originate from the corners of the
even cubes adjacent to the site and are of type (18) and
oneisof type (19).

Thelattice partition function (1) or (12) can beiden-
tically rewritten as a product of the 6] symbols described
above. Independent summations over al possble
plaguette momenta J and all possible link momenta |

are understood. We write the partition function in a
symbolic form as

(19)

2 number of plaquettes
% =[50
2Jp .
xS 1 @+ DT,@E) @i+ (20
Jp, | plaguettes links
y D55 pq Biiid
(—:'\/encubescornerslz| JJJ |jattices'tesljj J J U

The plaguette weights T,(B) are given by Eq. (11).
Apart fromthe sign factor, the essentially identical expres-
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Fig. 3. Several cubes combine to produce 6j symbols com-
posed of link momentaj. These arethe same cubesasin Fig. 1.

sionwas given in[3, 4].1 The sign factor is equal to +1
if the total number of half-integer plaguettes J'sis even
(odd). Since plaguettes with haf-integer momenta
form closed surfaces, it may seem that the sign factor
can be omitted. Thisisnot so, however, inthe genera case
involving vacuum averages of operators; therefore, it is
preferable to keep the sign factor. It is aso important for
getting a smooth continuum limit, see Section 10.

4. A SIMPLE EXAMPLE:
THE d = 2 YANG-MILLS THEORY

In a simple case of the exactly soluble 2-dimen-
sional SU(2) theory, every link is shared by only two
plaquettes. Therefore, thelink integration is of the type
given by Eq. (13): it requires that all plaguettes on the
lattice have identical momentaJ. The partition function
thus becomes a single sum over the common J,

% = [éll(s)

:|number of plaguettes

(21)
x z [TJ(B)] number of plaguettes

(the number of plaguettes being equal to V/a?), where V
isthe full lattice volume (full areain thiscase) and aiis
the | attice spacing.

A dlightly less trivial exercise is to compute the
average of the Wilson loop. Let the Wilson loop be in

the representation js. This means that DJS(U) must be
inserted for each link along the loop. Theresult isgiven
by integrals of two D-functions outside and inside the
loop; integrals of three D-functions, for the links along
the loop. The first integral says that all the plaquettes
outside the loop are equal to a common J. The second

1 we are grateful to P. Pobylitsa, who has independently derived
Eg. (20).
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Fig. 4. Tetrahedra corresponding to the 6j symbolssitting at
vertices (a) and (b).

Fig. 5. Octahedron dual to the even cube.

integral says that all the plaquettes inside the loop are
equal to a common J. The integrals along the loop
require that J, J', and js satisfy the triangle inequality.
Thus, we have the average of the Wilson loop of area S
given by

W, (90
I+, )
> [Rp

J=-id

PALECI )

S T @1
J

Thisis an exact expression for the lattice Wilson loop;
however, wewish to exploreits continuum limit. In tak-
ing the continuum limit, we have V/a?> — « and
9a? —> cobut S< V. wedsohave —= wanda— 0,
but Ba2 = 4/g; isfixed, where g5 isthe physical coupling
constant with the dimension of mass squared, see Eq. (4).

Intaking the V/a? —» oo limit first, we see that only
the J = 0 term contributes to the sum, with To(B) = 1,
consequently, all momenta inside the loop are equal to
the source momentum: J' = j.. Taking the large-3
asymptotic form of T,(B) into account, Eq. (11), we
obtain

2

W, (90= [T,@1% = ep[-Fis+ S| @3)
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which is, of course, the well-known area behavior of
the Wilson loop with the string tension proportional to
the Casimir eigenvalue.

5. THE DUAL LATTICE: TETRAHEDRA
AND OCTAHEDRA

We now turn to the construction of the dual lattice.
Each 6] symbol of the exact partition function (20)
encodes four triangle inequalities between the
plaguette J's and the link j’s. It is therefore natural to
represent each 6j symbol by atetrahedron such that the
lengths of its six edges are equal to the six momenta of
the 6] symbol. Four faces of the tetrahedron form four
triangles, and the triangle inequalities for the momenta
are therefore automatically satisfied.

We first consider the eight 6] symbols correspond-
ing to the eight corners of an even cube. These eight 6j
symbols are given explicitly in Eq. (16) with the nota-
tion shown in Fig. 2. We represent all of them by tetra-
hedra having edges of the appropriate lengths. For
example, the tetrahedra corresponding to the corners a
and b are shown in Fig. 4. We denote the plaguette
momenta J,, ... by their Latin labels A, B, etc., and the
link momentajy, j,, ... by their numerical indices 1, 2,
etc. We noticeimmediately that the two tetrahedra have
apair of equal faces, inthiscasg, itisthetriangle (A, B, 1).
Therefore, we can glue the two tetrahedra together such
that, this triangle becomes their common face. The gluing
can be done in two ways. To be systematic, we aways
glue tetrahedra such that their volumes do not overlap.

Other tetrahedra are glued together in the same way.
Being glued together, the eight tetrahedra of the cube
form an octahedron shown in Fig. 5. Its center point O
is connected with six linesto the vertices denoted as A—;
the lengths of these lines are equal to the corresponding
plaquette momenta J, . The lengths of the external
twelve edges of the octahedron are equal to the link
momentaj,_;,. The eight faces of the octahedron corre-
spond to the eight vertices of the original even cube.
One can say that the octahedron is dua to the cube: the
faces become vertices and vice versa; the edges remain
edges.

Itisclear that for generic Jsand j's, the octahedron
cannot be placed into a flat 3-dimensional space.
Indeed, we have 6 + 12 = 18 given momenta (i.e., fixed
lengths) but only 7 points defining the octahedron,
including the center one. In three dimensions, this gives
21 degrees of freedom, from which we must subtract
3+ 3 to dlow for rigid trandlations and rotations.
Therefore, we are left with only 15 degrees of freedom
instead of the required 18. (In four dimensions, the
arithmetic would match: 7 x4—4—-6=18.)

Each even cube of the original lattice has twelve
neighboring even cubes sharing edges with thefirst one
and with themselves. If we represent the neighboring
even cubes by their own dual octahedra, the octahedra
also share common edges. This network of octahedra
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does not cover the space because there are holes
between them. However, we have not yet used the 6j
symbols (19) made solely from the link momentaj’s. If
we represent these 6) symbols by tetrahedra, their trian-
gle faces will coincide with the faces of the octahedra
corresponding to the even cubes adjacent to the site.
For example, if we consider the 6] symbols correspond-
ing to site a (see Fig. 3 and Eq. (17)),

E .J.1 .J.4 J:12 %
UJis Jaa Jiz O

it has a common triangle face (|4, j, j12) With the octa
hedron shown in Fig. 5. The other faces of this tetrahe-
dron match the octahedra dual to cubes II, 111, and 1V
(seeFig. 3).

The octahedra corresponding to the cubes supple-
mented by the tetrahedra corresponding to the lattice
sites cover the space without holes and, therefore, serve
asasimplical triangulation (see Fig. 6).

An equivalent view on the dual lattice was proposed
in [3]. One can connect the centers of neighboring
cubes (both even and odd) and assign the plaquette
momenta J to these lines. The link momentaj are then
assigned to the diagonal lines connecting only neigh-
boring even sites of that dual lattice (see Fig. 7).

The dual lattice can be understood in two senses. On
the one hand, one can build a regular cubic dua lattice
with additional face diagonals, as shownin Figs. 6 and 7,
and assign Jsand j’stoits edges. On the other hand, since
thevariables living on the links of the dual |attice are pos-
itive numbers, one can build alattice with the lengths of
the edges equal to the appropriate angular momenta. We
aways use the dud lattice in this second sense.

6. THE DUAL LATTICE COORDINATES
AS NEW VARIABLES

In the previous section, we encountered a situation
where an octahedron that is dual to a cube does not fit
into a3-dimensional flat space: at least four dimensions
were necessary. As one enlarges the triangul ation com-
plex, more dimensions are needed to match the number
of the degrees of freedom. In the limiting case of an
infinite lattice, one needs 6 flat dimensions. This num-
ber of dimensions follows from the number of the
degrees of freedom involved: at each lattice site, there
are three plaquette momenta J and three link momenta
j, and thereis aone-to-one correspondence between the
|attice sites and cubes.

Therefore, the dual |attice (understood in the second
sense, see above) spans a 3-dimensiona manifold that
can be embedded into a 6-dimensiona flat space. We
note that this is the maximum number of flat dimen-
sions needed to embed a general 3-dimensional Rie-
mannian manifold; it can be counted from the number
of components of the metric tensor, which is 6 in three
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Fig. 6. A tetrahedron corresponding to the lattice site fits
precisely into a hole between four octahedra corresponding
to the four corners of the even cubes adjacent to the site
(shown in motion).

wi(x,y, 2+ a)

wi(x +a,y, 2)

Fig. 7. Ancther view on the dual lattice.

dimensions. Only very specia configurationsof Jsandj's
can be embedded into alower dimensional flat space.

We are primarily interested in the continuum limit
of the lattice theory, that is, in the case where ais small
and B islarge. Thisimpliesthat large angular momenta
J~ /B areinvolved, and we can pass from the summa-

tion over J's and j's to the integration over these vari-
ablesin the partition function (20). We replace

00

Sy (2+1..— 2J’d.]2...
0

J=0,121,..

(24)

and for the summation over link momentaj as well.
The next step is to assign a 6-dimensional Lorentz
scaar fieldwe(x), a =1, ..., 6to the centersof all cubes
of the original lattice (see Fig. 7). We cal them the
coordinates of the dual lattice. They are scalars because
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the cubes are scalarsin three dimensions. The argument
of the six-component scalar field is the coordinate of
the center of the cube in question; however, we con-
sider w¥(x) as continuous functions. Since six functions
depend on only three coordinates, there are three rela
tions between w?(x) at any point; these relations define
a curved 3-dimensional manifold whose triangulation
isgiven by the set of Jsandj’s.

We next define 6-dimensional angular momenta as
the differences of w?(x) taken at the centers of neighbor
cubes,

Jg%+g, y,Z%:

2
a
= ad W + Eaiw“ +..,

wi(x+a,y,2)—-w'(XY, 2

(25)

Gpk+ 5y 2+ 0= Wi+ a,y, 2 -wi(x y, 2+ 8)

= a(d,—9,)w" +0(a?),

and so on. By construction, the lengths of these 6-vec-
tors are the lengths of the edges of the dual lattice.

The six functions w®(x) can be called external coor-
dinates of the manifold; they induce the metric tensor
of the manifold given by

g;(x) = owo,w". (26)

Asis standard in differential geometry, one can define
the Christoffel symbol

M) = —0i0jk)

= oW’ 0,0, w” = (w; CW,,)
and the Riemann tensor

1
(0,0 + 049;;
2 ST T 27)

1
Riju(¥) = é(ajakgil+aialgjk_ajalgik_aiakgjl)

28
+rm,jkrir?_rm,jlrinll (28)

= [(wi Ovy) —gpq(Wp Oy ) (W Oy )] = [k~—1].
The contravariant tensor isinverse to the covariant one,
"0 = 3, (29)

and can be used to raise indices and to make contrac-
tions. The determinant of the metric tensor is

g = detg;
1 ik tmn (30)
= g™ (w ) (w; Cv) (i vy,
and the contravariant metric tensor is
ij 1 i mn
g' = 55 “eM™ (Wi, T, (W, CW). (31)
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In three dimensions, there is a useful identity for the
antisymmetrized product of two contravariant tensors:

ik _jl il jk ]|m kin

gg-9gg = Imn/ Q- (32

The scalar curvature is obtained as the full contraction:
= glngIlekl = ‘(glk " II Jk)lekI

= zigzeijkei'j'k'(wk CWw) [29(w;; Dij‘) (33)

— e ™ (Wi, CWip) (Weg C0;)) (Wi T ) (Wi )

Recalling that w® is a 6-dimensiona vector, we can
rewrite the scalar curvature in another form:
1 ijk_i'j'k _pll'_qmm
- euﬁyéeneu‘[}'y‘é'ane € € €
72¢° (34)
X WIW WBWBW wiwg wh wzwZ
KK YV I mYY ' m'
This form makes it clear that the scalar curvature van-
ishes if w® has only three nonzero components, which
correspondsto aflat 3-dimensional manifold.
Finally, we consider the Jacobian for the change of
integration variables from the set of the lengths of the

tetrahedraedges (J° andj’ specified at all lattice sites)
to the external coordinates w®. In the continuum limit,
this Jacobian is quite simple. It is given by the determi-
nant of a6 x 6 matrix composed of the second deriva-
tives:

|:|dJ?(x>dj?<x) = |:|dw“(x)Jac(w). @)

Jac(w) = detwyj;.

Since wi = WJ,, there are six independent second

derivatives. The Jacobian is zero in the degenerate case
where the triangulation by tetrahedra can be embedded
in lessthan 6 dimensions.

7. CONTINUUM DUALITY TRANSFORMATION
AND THE BIANCHI IDENTITY

At this point, it isinstructive to compare the duality
transformation on the lattice with that in the continuum
theory. The continuum partition function (3) can be
written with the help of an additional Gaussian integra-

tion over the “dual field strength” J;

% = (DDA
[ (36)

x exp|d x[ J,, +1 J,J(a A=A+ eabCAibAjc)}_

This representation is usually referred to as the first-
order formalism.
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In the Abelian case, where the A, commutator term
is absent, the integration over A results in the &-func-
tion of the Bianchi identity:

aiJij = O, or Gijkai\]k = 0,
1 (37)
‘Jk = éeijk\]ij.

Because of this identity, one can parametrize J, = 0w
and obtain the partition function

% pve = J’Dwepr’d 3x[—92—§'(6kw)2}. (38)

It represents a theory of a free massless scalar field w.
Thisisin accordance with a 3D Abelian theory contain-
ing only one physical (transverse) polarization. It is
easy to check that gauge-invariant correlation functions
of field strengths coincide with those computed in the
original formulation.

In the non-Abelian case, the integration over A is

more complicated and there is no simple Bianchi iden-
tity for

\]E = (]j2)€”k\]|e}
However, one can formally perform the Gaussian inte-
gration over A? [5] with the result

% = IDJ?det”(g‘l) @)

x expfd3x[ % g2y7_ (€m0, 90 (37K (€und Jn)}

where $! isthe inverse matrix,

1 ab pc ac
(P ke emIm = 85,

1 . (40)
det($7) = (detdp) .

We note that the second term in the exponent is purely
imaginary; the full partition function isreal because for

each configuration J7(x) , there exists a configuration

involving —J7 (X), which adds a complex conjugate
expression.

We now turn to the discretized version of the dual
theory. As explained above, we need 6 flat dimensions
to embed the dual lattice, and we have introduced
6-dimensional momenta J* [see EqQ. (25)]. These
momenta obvioudly satisfy, e.g., theidentity (see Fig. 7
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for the notation)
J % Y, z+ -3 % 5 Y, ZE
=w(x y z+a) -w'(x+a,y, 2 (41)

= \]§’§<+a,y,z+aD J¢ %(+ y,z+a%

as well as other components. Thisis nothing but a dis-
cretized version of the Bianchi identity:

Gijkai\]g = 0, a = 1, ,6 (42)

Therefore, we recover the simple (flat) form of the
Bianchi identity for the dual field strength in 6 dimen-
sions. One can say that the complicated (nonlinear)
form of the usua non-Abelian Bianchi identity is the
result of projecting the flat Bianchi identity onto the
curved color space.

8. THE WILSON LOOP

In this section, we present the Wilson loop in the
representation j,

_ 1 - aTa

W = T 1Tr PexplfdxiAiT , (43)
in terms of dual variables.

In terms of the original lattice, the Wilson loop cor-

respondsto adding a product of the D' (V) functionsto
all links along the loop, with a chain contraction of the
“magnetic” indices. Because of these insertions, the
links contained in the loop correspond to the integration
over three D-functions instead of two (as for all other
links). As the result, we obtain additiona 3jm symbols
along the loop that combine into new 9 symbols
assigned to all lattice sites (see Appendix D). For exam-
ple, the 9j symbols assigned to verticesa and b are (see
Fig. 3 for notations)

D Ja J1 e
a = D ji5 s 115
D j13 01 J1a

I

(44)
D J2 i1 e
D J17 is Ju7
D Jis 11 J1e

The accompanying sign factors are given in Appendix D.
Six triades of the 9 symbols corresponding to all its
rows and columns satisfy the triangle inequalities.
Unlike the 6] symbol, the 9j symbol cannot be rep-
resented by ageometrical figurewith the edges equal to
the 9j symbol entries. In addition, the link momenta

“ bn -

[ [
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along the loop splitinto pairs: j; and j;, j;sand jis, j17
andj;;, and so on. The “primed” and “nonprimed”

angular momenta satisfy triangle inequalities, with the
source j being the third edge of the triangles. If jiisan

integer, there always exists a contribution with j; =j;
(and so on). If jsisahalf-integer, one necessarily has
j1 %1

Thus, there appears to be a fundamental difference
between Wilson loops in integer and half-integer repre-
sentations. For integer representations, one can proceed
as in the vacuum case and parametrize the dual lattice
sites by the coordinates wo(x) related to angular
momentathrough Eq. (25). In the half-integer case, one
cannot uniquely parametrize the dual lattice by the
coordinates we(x). In the presence of aWilsonloopina
half-integer representation, the dual space w® is not
simply connected: there is an infinitely thin cylindrical
“hole” in the dual space along the loop.

9. ASYMPTOTIC FORM OF THE 6] SYMBOLS

In the continuum limit asff —= w0 and J, j —» oo,
one can replace the 6j symbols by their asymptotic
forms. The asymptotic form was ingeniously guessed
in asemina paper by Ponzano and Regge [6] and later
explicitly derived and improved by Schulten and Gor-
don [7]. The results of these works can be summarized
asfollows.

First of al, one draws a tetrahedron with the edges
equa to j, + 1/2, where j, are the six momenta of a
given 6] symbol. It should be stressed that athough
four momenta triades satisfy triangle inequalities, this
is not necessarily true for the same triades shifted by
1/2. In that case, the 6] symbol issaid to be “ classically
forbidden” and is exponentially suppressed at large j,,.
If j, liein the “classically allowed” region, the asymp-
totic form is given by the Ponzano—Regge formula

Oz js D 1

Ojals e O ~12TV(])
xcos[z%n+%5bn+g}

where V(j) is the 3-dimensional volume of the tetrahe-
dron and 6, isthe dihedral angle in the tetrahedron cor-
responding to the edge j, + 1/2. Since we are interested
inthelarge-j, limit, we systematically neglect the shifts
by 1/2. The tetrahedron volume can be found from the

(45)
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Cayley formula

22 -2 .2

0 a5l
5045051
jsjs 0 i1l

.2 .2 .2

jej2J1 01
11110

The dihedral angle corresponding, for example, to the
edge j; can be found from

V() = ==

288 (46)

cos@; = E[J‘Iﬂi(ZJi—JE—JS—Ji—Ji)

(47)
+(i5— i) [Niv iz 9w s i
where
I
S jzdas) = Z[(11+J2+13)(Jz+13—11) (48)

X(Jo—l2+Ja)r+ Jz—Js)]ll2

is the area of the triangle built on the edges |, , 5. The
dihedral angles are defined such that 0 < 6 < Tt Because
the 6-dimensional angular momenta j defined in Sec-
tion 6 are such that their lengths are the edges of the tet-
rahedra, we can find the dihedral angles from simpler
formulas involving scalar products of momenta in the
6-dimensional space. For example, Eq. (47) can be
rewritten as

(J1 02) (1 Oe) —i1(i2 (o)
Jiti3 - (2 021316 (2 o)
We note that the angle is defined to be equal to 1t (not
0! when the two vectors—j, and je—coincide; it iszero

when they point in the opposite directions. We use this
formulain what follows.

cosO, = (49)

10. THE ANGLE DEFECT

TheYang—Mills partition function (20) is a product
of many 6j symbols, for each of which we use the
asymptotic form (45) in approaching the continuum
limit. Each cosine can be written as a half-sum of expo-
nentials of an imaginary argument. Therefore, we must
consider the sum of products of many imaginary expo-
nents:

N
L] [l
|_| cosQ, = iN Z expd Z €,Q.0 (50)
n 2 {e, =1} O n N
where Q,, denotesthe cosine argument in Eq. (45) for the
nth 6] symbol and the sum runs over al signse, = £1.
The expression in the exponent of Eg. (50) can be
rearranged as follows. We first pick one of the edges of
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the dual lattice, whose length is alink j, or a plaguette
Jp, and combine al dihedral angles 6, related to this
edge as coming from the nth tetrahedron. We then sum
over al edges of the dua lattice. Therefore, we can
write

02 0 . 02 0
zenQn - ZJPazlenen(JP)E'i' Zjlazlenen(h)%

n
€, = 1. (51)

Ascanbeseen, e.g., fromFig. 7, each plaquette J enters
four tetrahedra; therefore, the corresponding sum over
ninEq. (51) goesfrom 1to 4. Each link j enters six tet-
rahedra, and in this case the sum is over six dihedra
angles 6,,(j) with the appropriate signse,,

We consider the contribution to Eqg. (50) where all
signse, = +1, and we assume for amoment that the dual
lattice spans a 3-dimensional Euclidean manifold. The
sum of the dihedral angles about an edge is then equal
to 41— 21 = 2rtwhen summing over four tetrahedraand
equal to 61— 21t = 41t when summing over six tetrahe-
dra Inthefirst case, we obtain

exp(2mid) = (-1)*;
in the second case, we obtain
exp(4mij) = (-1)" = +1.

We note that the sign factor (—1) compensates exactly
the same factor in the partition function (20). We con-
clude that if the configuration of the momentais “flat,”
there exists a contribution to the sum (50) that does not
oscillate with varying J's and j's. In fact, there are
exactly two such contributions corresponding to taking
al signs €, = +1 simultaneously. Contributions of any
other choice of the signs oscillate fast at large J's and
j’s, and thus die out in the continuum limit.

A generic configuration of momenta cannot be
embedded into a flat 3-dimensional space. Therefore,
the sum of dihedral angles about the respective edges J
and j generally differs from 2t and 41t These differ-
ences are sometimes called the angle deficiencies or
angle defects (we use the second term). We denote
them as

oW = ¥ 8(9)-2m (52)
.
o(j) = Zﬁn(j)—4Tf- (53

Our task is to identify those contributions to Eq. (50)
that survive the continuum limit in the genera case
where the dual lattice is a curved 3-dimensional mani-
fold. To be more precise, we must consider the sum of
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all momenta on the lattice times their angle defects,

expi{z VCODRSY j@(il)}
5 |

and to find the contribution of the order a2 to this expo-
nent, where a is the lattice spacing. The O(a%) order is
needed to compensate for the 1/a3 factor arising in
passing from the summation over the lattice sitesto the
integration over the 3-dimensional space.

(54)

In the continuum limit, we assume that the momenta
are given by the gradients of a 6-component function
wWA(x) having the meaning of 6-dimensional coordinates
of the dual lattice sites (see EQ. (25)). If werestrict our-
selves to the first terms in the gradient expansion in
Eq. (25), the momentaare expressed only through three
vectors: dw®, dw*, and dW*. These vectors define a
flat 3-dimensional space; therefore, the angle defects ©
are zero in the first-derivative approximation. To obtain
a nonzero angle defect, it is necessary to expand the
momentain Eq. (25) up to the second derivatives of we.
In what follows, we see that this is also sufficient in
three dimensions.

Since the angle defects @ vanish if j’s are taken in
the first approximation of the gradient expansion, the
expansion of @'s starts from linear terms in the lattice
spacing a. In accordance with Eqg. (25), the expansion
of the momenta also starts from linear terms in a.
Therefore, one can expect that the expansion of the
exponent in Eq. (54) starts from O(a?) terms. If that
were so, the configuration would be too “ultraviolet”
and would not survive the continuum limit. Fortunately,
an exact cancellation of al O(a?) terms appears to
occur in the sum over several neighboring edges of the
dual lattice, and the exponent in Eq. (54) then provesto
be finite in the continuum limit.

We next embark on the rather tedious enterprise of
calculating the angle defects about six plaquette J's
in a cube (each entering four tetrahedra) and about
twelve link j's that are the edges of that cube (each
involved in six tetrahedra, see Section 5). Unfortu-
nately, this seems to be the smallest elementary group
that is repeated through the lattice. This means that we
must compute 6 x 4 + 12 x 6 = 96 dihedral angles,
expressing them through the first and second gradients
of the 6-component function w® using Egs. (25) and
(49). This formidable calculation has been performed
by heavily exploiting Mathematica. The intermediate
results are very lengthy and we do not present them
here. However, the final result is beautiful. From a
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direct calculation, we obtain

expi[zJpe(Jp) +3 1)
P | (55)

= epi 5 a%A/g(w) RW) = explzjd%/g(w) RW),
points x

where g is the determinant of the induced metric tensor
given by Eq. (30) and Risthe corresponding scalar cur-
vature given by Eg. (33). Actualy, we obtain the
expression for the left-hand side of Eq. (55) in theform
of Eqg. (33) (written in components, 384 terms!), in
which we recognize the scalar curvature.

In fact, thisresult is a concrete realization of amore
general theory developed many years ago by Regge[6,
8]. In these papers, it was shown that the |left-hand side
of (55) must be equal to itsright-hand side for any sim-
plicial triangulation, provided it has a smooth contin-
uum limit. However, no relation of the scalar curvature
R to any concrete triangulation was given. We feel that
it isthefirst time that thisingenious relation is derived
explicitly for a concrete triangulation, and the contin-
uum limit is shown to exist.

11. THE FULL PARTITION FUNCTION

Having dealt with the 6] symbols of partition func-
tion (20), we now turn to the weight factors T,(3). For
large 3 and J, it follows from Eq. (11) that

2 Px 237
M TJ(B)=exp[— )3 %kexp[—j%?ﬂ

plaquettes plaquettes
gz (56)
= exp[—J'd3x§36iwaaiW“ + O(az)},

where relation (5) between 3 and the physical coupling
constant g> has been used together with the gradient
expansion for the angular momenta in Eg. (25). Com-

bining Egs. (55) and (56) and using
owow = g;(w),
we finally obtain the Yang—Mills partition function
% = J’Dw“(x) Jac(w)g(w) ™
gz i (57)
x epr'dsx[—E?’g“ + é«/EIR}
The second term is the Einstein—Hilbert action with a
purely imaginary Newton constant; it isinvariant under
global 6-dimensional rotations of the external coordi-

nates w*(x) and, more importantly, under local 3-
dimensional diffeomorphisms

WA(X) — W(X(X)).
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Thefirst termin Eq. (57) can be viewed as a “mat-
ter” source,

2 2
% ing, = L fgTlg;
> [dxai = =5 [dx/gT gy, (58)

with the stress-energy tensor Tii./g = dil.

violating the invariance under diffeomorphisms. Since
it is homogeneousin space, it can be called the “ ether.”

The functional measure in Eq. (57) arises from two
sources. One factor is the Jacobian for the change of
variablesfrom thetetrahedraedgesJ sandj’'stow® [see
Eqg. (35)]. The other factor arises from the tetrahedra
volumes in the asymptotic form of the 6] symbols
(Eq. (45)). In the continuum limit, the tetrahedron vol-

ume can be written as V(j) ~ /g, and there are 5 tetra-
hedra per lattice site (see Section 3).

Once the partition function is written in covariant
terms, we can forget the origin of the external coordi-
nates w® (as the dual lattice coordinates) and consider
the metric tensor components g; as independent
dynamical variablesthat areintegrated over in Eq. (57).
The Jacobian for this change of variables can easily be
worked out: in fact, it is the inverse of Jac(w) intro-
duced in Eqg. (35). We thus obtain the integration mea-
sure for partition function (57) as

IDgijg‘S"‘, instead of J’Dg”—g_z, (59)
which would be the invariant measure in three dimen-
sions. We give an independent check of the power —-5/4
in the next section. It any case, it isalocal counterterm
not affecting the physics.

We stress that the partition function written in terms
of the metric tensor does not contain explicit color
degrees of freedom. Implicitly, however, the theory
does contain three gluons at short distances. This fol-
lows from a simple dimensional analysis of Eq. (57).
The dimension of the first term in (57) is g5 02w (we
are counting the number of derivatives and the overall
power of w); the dimension of the second term is 3w
At short distances, where quantum fluctuati ons of w®(x)
vary rapidly, the second term dominates the first one.
On the other hand, the second term is a fast-oscillating
functional at nonzero R. Therefore, the leading contri-
bution to the functional integral arisesfrom zero-curva
ture fluctuations of w?, that is, from the 3-dimensional
WA, Being inserted into the first term, the three compo-
nents of w® describe three massless scalar fields. These
fields correspond to three gluons of SU(2) with one
physical (transverse) polarization (which is similar to
Eq. (38) for free electrodynamics). This is the correct
result for the non-Abelian theory at short distances in
three dimensions.

At large distances or at low field momenta, on the
contrary, the first term is dominant because it has less
derivatives. It describes six (instead of three) massless
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scalar degrees of freedom. Thisisthe correct number of
gauge-invariant degrees of freedom in the SU(2) the-
ory. However, the theory remains strongly nonlinear,
and it is not clear so far whether massless modes sur-
vivein the physical spectrum.

12. QUANTUM GRAVITY
FROM THE FIRST-ORDER CONTINUUM
FORMALISM

In this section, we give another derivation of parti-
tion function (57) directly in the continuum theory
starting from the first-order formalism (see Section 7).
We show that the two terms in the exponent of Eq. (36)
arein fact in a one-to-one correspondence with the two
termsin Eq. (57) and that the integration measure coin-
cideswith that in Eq. (59).

Actually, inthe previous section we saw that thefirst
termsin Egs. (36) and (57) are equal to

2
- _%3 [
2 (60)
%

2

2
3 o o _ _%3 3 -
d’xo,w ow" = ZId X0 -

We now derive a less trivia relation for the second
terms,

S, = 5[’ IO, AL AT + cancATAY
. (61)
g
= 2J'd X/gR.

This derivation is done in two steps. We first show, fol-
lowing Witten [9], that the left-hand side of (61) can be
represented as a certain Chern—-Simons term. Second,
we show that it is formally equal to the Einstein—Hil-
bert action. A subtle question about the integration
measure is discussed at the end of this section.

The left-hand side of (61) is obvioudly invariant
under ordinary gauge transformations

SAY = — 93,570’ + €, WA = —DP(A) W, )
33 = €, W°J°,
where
Di°(A) = 0,8 + €A

is the covariant derivative. Less evidently, it is aso
invariant under the local transformation

3J% = — 0,0 + €4 p A, BA = 0. (63)
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Indeed, after the integration by parts, the variation of
the action becomes

= L g . DO(A)E
6S2 - zfd Xp €|JkD| (A)F]kv (64)
F?k = a]Aﬁ—akA? + Gbch}:Ag.
This variation vanishes owing to the Bianchi identity
ab—b _
EijkDi ij - 0
Thetwo transformations form a 6-parameter gauged
Poincaré group caled 1SO(3). We introduce three
“momentum” generators P; and three “angular momen-
tum” generators L; satisfying the Poincaré algebra
[Paf Pb] = 01 [La! Lb]
[Lav Pb] = ieabcpc-

= e Ly,
abcc (65)
We next introduce a 6-component vector field Bi,
B = J'P,+ AL, =BT,
a=a=123,
a=3+a=4y>5,6.

. EPa, (66)

ha
Its gauge transformation has the standard form

B — S'BiS+iS'0.S,
(67)
S = exp[ip®P, +iwL,].

Using Poincaré algebra (65), it is easy to verify that its
infinitesimal form coincides with Egs. (62) and (63).

Because the left-hand side of Eqg. (61) is invariant
under these 6-parameter transformations, it can be
rewritten in an explicitly 1SO(3)-invariant form. For
this purpose, we note that the invariant tensor of this
groupis

Og 10
My = 0010
0100

(68)

where each “1” is a unit 3 x 3 matrix. This matrix
defines the scalar product B*M,CP that is invariant
under globa (x-independent) transformations (67).
Using this invariant tensor, we build a local gauge-
invariant action having the form of the Chern-Simons
term:

(69)

s, = lzl'd‘“‘xJKMGBB?%J.B%%FSBB,YB%

where Fp, = —Fg are the ISO(3) structure constants.
Explicitly,

Fo. =0, F3 =€
bc ' 3+b,c abcs
3+ 3+ (70)
a _ a — a —_
I:3+b,c = I:3+b,3+c =0, F3+b,3+c = €abc-
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Using definition (66), it is easy to verify that Eq. (69)
coincides with the left-hand side of (61); however, it is
explicitly invariant under the 6-parameter gauge trans-
formation (67).

Equation (69) has the form of the Chern—Simons
term in theYang-Mills theory. Although our derivation
above is for the gauge group SU(2), it can be easily
generalized to any Lie group: it suffices to replace the
SU(2) structure constants e, With the structure con-
stants f,. of the gauge group under consideration. We
note in passing that in four dimensions, the mixed

iJpFiu(A) term of the first-order formalism also pos-
sesses an additional local symmetry. To unveil it, it is
sufficient to replace the scalar parameter p2inthetrans-
formation (63) by a 4-vector parameter pﬁ : the invari-
ance again follows from the Bianchi identity, this time
in four dimensions.

The second step in the derivation is more standard.

We introduce the dreibein €, a = 1, 2, 3 satisfying the

a_bi

condition e'e” = &* such that the metric tensor is rep-

resented as g; = €€} and the spin connection

of° = 2e™ (2 eb-0e)
(71)

-2 (0,6~ 0,8) ~ 5™ (D, - D).

We then identically rewrite ./gR as
JoR = %e”kef"(ajwﬁ — 000 + € W), (72)

where

_ a _ 1 bc
Wy = W = ieabcwi .

If we now identify the dreibein with the dual field
strength €' = J? and the connection with the Yang—

Mills potentiad w = A", Eq. (72) takes exactly the
form of theleft-hand side of (61). Thisparallel wasfirst
noticed in [10Q].

Since the pure gravity action can be rewritten asthe
Chern-Simonstermin Eq. (69), it isactually atopolog-
ical field theory [9] with no real propagating particles.
It isthe “ether” term that violates the invariance under
diffeomorphisms and restores the propagation of glu-
ons, as it should be in the Yang-Mills theory (see the
end of the previous section).

Finally, we remark that the integration measure (59)
could be anticipated from the first-order formalism as

well. Indeed, integrating over A% in Eq. (39), we obtain
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Eq. (40), with the integration measure over the dreibein
being

(detJ)_slz Dg_m.

The Jacobian for the change of variables from the
dreibein to the metric tensor is

de’ Odg;; g™
Adding the powers, we abtain
3 1_ 5

4727 4
asin Eq. (59).

13. CONCLUSIONS AND AN OUTLOOK

We have studied the dua transformation of the
SU(2) Yang—Mills theory in 3 dimensions, from both
the continuum and lattice points of view.

On the lattice, one can introduce dual variables that
are the angular momenta of the plaquettes (J's) and of
thelinks(j’s). The partition function can be rewritten as
a product of 6] symbols made of those angular
momenta. A Wilson loop is described by replacing the
6] symbolsalong the loop with aproduct of 9j symbols.
One can construct a dual lattice made of tetrahedra
whose edges have the lengths equal to J'sand j's; the
tetrahedra span a curved 3D manifold that can be
embedded into aflat 6D space.

In the continuum limit, the angular momenta are
large and we have introduced continuum 6D Euclidean
external coordinates w*(x) to describe the curved dual
space. The Bianchi condition for the Yang—Mills field
strength has been shown to be trivially soluble in six
flat dimensions.

At large angular momenta, one can use the asymp-
totic form of the 6j symbols given by Ponzano and
Regge. Using a specific simplicial triangulation of the
dual space (as dictated by the original lattice), we have
shown that the product of 6j symbols does have a
smooth continuum limit that appears to be the Ein-
stein-Hilbert action, with the metric tensor g; and the
scalar curvature R being expressed through the flat
external coordinates w*(x). Although this result cannot
be considered as particularly new (it is the cornerstone
of the Regge'ssimplicial gravity), itisto the best of our
knowledge thefirst timethat this result has been explic-
itly derived from a concrete triangulation of the curved
space and the continuum limit is shown to exist. We
have also found the integration measure for the contin-
uum limit.

The continuum Yang—Mills partition function can
be rewritten as a quantum gravity theory but with an
“ether” term violating the invariance with respect to the
general coordinate transformations (diffeomorphisms).
Thisterm, however, revives gluonsat short distances, in
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contrast to the topological pure gravity theory, where
no particles propagate.

The presentation of the Yang—Mills theory in the
guantum gravity form (57) is explicitly color gauge-
invariant because the metric tensor of the dual spaceis
color-neutral. Thus, we have formulated the Yang—
Mills theory solely in terms of colorless “glueball”
degrees of freedom.? It turns out to be an interacti ng
theory of six massless scalar fields. Nevertheless, it cor-
rectly reproduces the propagation of gluons at small
distances. At the moment, it is not clear to us how to
proceed best in order to revea its large-distance behav-
ior. We now discuss severa possibilities.

One possibility is to exploit the fact that the pure
guantum gravity theory is topologica and, therefore,
essentially afree theory. One can try to make a pertur-

bative expansion in g3 about it.

Another possibility isto use the Chern—-Simonsterm
(69), obtained from integrating over heavy fermions, in
this case belonging to some | SO(3) representation. The
subseguent integration over the bosonic fields A and J,
is trivial because there is no kinetic energy term for
these fields: the result would be a local four-fermion
theory with infinitely heavy fermions; it might be solu-
ble, at least, in the large-N, limit.

Probably the most promising possibility isto pursue
the analogy with quantum gravity and corresponding
methods. One can average Eq. (57) over 3D diffeomor-
phisms:. the second termisinvariant, whilethefirst term
is not. Integrating the first term over diffeomorphisms
produces adiffeomorphism-invariant effective action con-
taining growing powers of the curvature. The effective
action may lead to anonzero vacuum expectation value of
the scalar curvature, thereby yielding a mass gap for the
diffeomorphism-non-invariant correlation functions, for

example, the correlation functions of Fy, .

There are several other tasks for the future lying on
the surface. Firgt, it would be interesting to generalize
the present approach to color groups other than SU(2).
In view of the sad fact that the theory of the “6j sym-
bols” for higher Lie groups is not sufficiently devel-
oped, it will probably be difficult to make a straightfor-
ward generalization of the lattice formulation. A more
promising approach would be to start from the first-
order formalism, in particular, because the wide loca
symmetry revealed in Section 12 can be directly gener-
alized to any Lie group. Second, it would beinteresting
to make a transformation similar to the one considered
in this paper in d = 4. The lattice 6] symbols have been
known for awhileinthis case[4] [for the SU(2) color];
however, it again seemsthat thefirst-order formalismis
more promising due to the additional gauge symmetry
noticed in Section 12.

2 A somewhat similar line was developed in [11] for the 3 + 1
dimensional Yang—Mills theory in the Hamiltonian approach; see
also [12].
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APPENDIX A
D-FUNCTIONS, 3jm, 6, AND 9 SYMBOLS

The Wigner D-functions are eigenfunctions of the
square of the angular momentum operator (for exam-
ple, written in terms of three Euler angles a, 3, and y):

I"Dpn(@, B,Y) = I(I+1)Dp(c, B, Y),
A.l
Jzo,%,l,g..., -J<m,n<J. A1
Thesefunctions can bereferred to asthe eigenfunctions
of a spherical top; they are (2J + 1)?>-fold degenerate.
The “magnetic” quantum numbers m and n have the
meaning of the projections of the angular momentum
of the spherical top on the third axisin the “body-fixed”
and “lab” frames. One can parametrize a2 x 2 unitary
matrix by Euler angles as

U = exp(iat’/2)exp(iBt/2)exp(iyt/2). (A.2)

It is convenient to use the unitary matrix U as aformal
argument of the D-functions. Their main properties are
asfollows.

(1) Multiplication law:
Dii(U;U,) = Di(Up)Dpy(U,)

(A.3)
(summation over repeated indices understood);
(2) unitarity:
Du(U") = (D(u)- Ad)
(“*" denotes complex conjugation);
(3) phase condition:
(D) = (1) D2 (),
J (23+1) (A.5)
Du(1) = 9y ;
(4) orthogonality and normalization:
J; J, 1
[AUDUNDMU) = 53778,00m (A
with the integration taken over the Haar measure,
du... = [d(SU)... = [d(US)...,
oo = fuo.- = M
J’ dau = 1;
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(5) compl eteness (with the &-function understood in
the Haar measure sense):

35U, V) = 5 (23+1)Dy(UNDIV);  (A§)
(6) matrix element:
[dUD3,(U)D3, (U)ol (U)
(A.9)

= 593,353, 3, 3. 1
Oa; a, ag b, b, by O

where (...) denote 3jm symbols;

(7) decomposition of adirect product of irreducible
representations,

dyg g, 3,0
D2 (U)D(U) = $(23+1)0 ° 2
3 0—ca,; a,

(A.10)

U U
«g 7 % peayeplu).
D_d bl b2 |:|

The last two factors can be replaced by D’y _(U")
using Eqg. (A.5).

The 3jm symbols are symmetric under cyclic per-
mutations of the columns. An interchange of two col-
umns gives a sign factor:

Ui1dzja B it H s 1 ja 5
g'tizi3g=(-1) 0’2’3 g etc. (A.12)
Uk | mO Ol kmO

If one changes the signs of all the “magnetic” quantum
numbers or projections, the 3jm symbol also acquiresa
sign factor:

Qivizis 3o gyt i Jz ds 5

|:| 11J)2 SD: (_1) D 1 J2 3 D (A12)
Uk | mO Uk - —-mU

A “practical” definition of the 6) symbol {...} isviathe

contraction over projectionsin three 3jm symbols:

z(_l)jf"*jf”jﬁ‘m%js i1 Je %je iz la E
kIm Ol p-midmq kDO
(A.13)
Biedsis B2 G bz s Piviede §
Ok r 40 O-p—q-rtjsjsie O

The summation over the projectionsk, |, and mis such
thatp=m—I,g=k—m,and r =I —k are kept fixed.
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Another definition of the 6] symbol is via the full
contraction of projectionsin four 3jm symbols:

z (_1)j4+n+j5+o+j6+PEj1 j2 j3 %11 j5 je %
Uk | mk o-pO
N (W T
XEM lee%h Js J3E:EJ.11'ZJ'3E
O-nl pddn-om0O Ojsjsjs 0

kIlmnop

Sincethethreej’sof any 3jmsymbol satisfy thetriangle
inequalities, e.g.,

lii—id S is<

thefollowing four triades of the 6] symbols must satisfy
the triangle inequalities: (j1jz)s), (i1sie), (J2Jale), and
(jsjajs); otherwise, the 6] symbol is zero.

The 6] symbols are symmetric under the permuta-
tion of any two columns and under a simultaneous
interchange of the upper and lower arguments in any
two columns, e.g.,

ji+ a2 €tC,

Jirieds B2 Givsiz §
Ulalsle O Olalels U
(A.15)
_ %1.41.21.6%61:0.
OJ1ls)s O
Thefull contraction of six 3jmsymbolsyieldsa9j symbol,

25111213%141516%171819%1114175
Uk | mMnopldgr stk nqO

D (A 16)
j1 12 13 D

121518 131619
xd M 0= D
Ol or Mmp sO Jals o [
DJ7J8]9D

The 9] symbol is symmetric under the transposition and
under even permutations of rows and columns; under
odd permutations, it acquires the sign factor

(-1)*" """ As follows from the definition, six
momenta triades corresponding to the rows and col-
umns of the 9) symbol satisfy triangle inequalities.

A convenient reference book on D-functions, 3jm,
and 6j and 9j symbolsis[1], from which we have bor-
rowed the definitions.

APPENDIX B
6) SYMBOLS IN AN “EVEN" CUBE

In this Appendix, we decompose the DJ-functions
of two plaguettes into a sum of single DI-functions
labelled by the link angular momenta j. We then assem-
ble the arising 3jm symbols into 6] symbals attached to
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the corners of the even cubes. The notation is given in
Fig. 2.

We find it convenient (although not necessary) to
write the decomposition for the pairs containing
U1 4 12 6, 7,10 (these links are at the lower left and upper
right corners of the cube) in terms of D(U); therest, in
terms of D(U).

Using Eqg. (A.10) of Appendix A, we obtain

D, (UDDJ5UD = (1" Y (211 +1)
i

O j O O o, i
X ] Jl ‘.]A ‘].B N Jl ‘.]A ‘].B l:(_l)ob OaDélaOh(Ul),
U-o, i, —j, -0, iy —j, U

kp — ke .

Dif (U2)Dig (U = (-1)**Y (2j,+1)
I

XB J2 Ja JC% 2 Ia

J 2
. . ¢ EDJ_pc _pb( 2)
—Ppp iy —Kp (=P ¢

—k. O

Dy (U)LY = (1) 2(213+1)

O, Jp I, W js 3, 3, B,
x [ Iz Jp Ja ED Is Jp ,AEDJ—qC,—qd(U;)a
O-qq lg J¢ - I =i O

Drim(U)DA(UD) = (-1)"° '“Z(Zmn
0 i O [l s
x [ Ja Je J-A T Ja Je ’J-A [[—1)rd raDI]'afd(U4),
O—r,my =i, =y my —iy O

Di5,(Us)Diin (U3 = (<) (2js+1)

Is
% j5 ‘]B ‘]F
D_Se je g

% j5 ‘]B ‘]F

D%, (U,
M-s j; —n¢ O SrSTe

D, (Ue) D (U8) = (-1)" ™ (2je+ 1)

O j Lo 0 —t; s
0 Je ‘JC ‘]F il Je ‘]C JF E(—l)tg th:ftg(UG)i

(B.1)

Drin(UNDI(UD = (D)"Y (2),+1)

iz
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| —u
q-1)" hDuhu (Us),

7 (Us) D (U) = ()™ ”‘hz(218+1>

Je J 8
F JE Js Je Je ED]—vh —ve(U;)’
—m, EI] —vy, n, —m, O

B s
O-v, ng

D (Us)D}7,(Ud) = ()" ‘fz(219+1)

XD jo Jc Jg HH ED jo Jc Js H EDJ_?NT _Wb(U;r)),
O-wy ky —jp (=W k¢ —j¢ O

Dll(Ulo)D (Ulo) = (- 1) Z(2j10+1)

i1

j10

0 J10 ‘]D JC 0 J1o ‘]D ‘]C E(_l)xg cDx Xg(UlO)7

O-x; lo =k, =X 1y —Kq O

Drgm (Ui DR (UL = (-1)° 'S (2ju + 1)

i

D .
x [ u Je Jp HH 111 Je o H [Dj_j;h LU,

O=yg my _Id —Yn My =y O
D}5.(Up)Din(Uk) = (D™ ™ 21+ 1)
j12
O i (1] O 12
x )2 ‘?B Je D] 12 Js Je 0-1)* aDlZZ(Ulz).
EI_Za Ja _ma —Z Je —Me O

We now combine the 3jm symbols related to the same
vertices (they are marked by the appropriate indices of
the projections a, b, ¢, d, g, f, g, h): three 3jm symbols
for each vertex together with the appropriate sign fac-
tors. The three 3jm symbols per vertex combine into 6j
symbols, one for each vertex of the cube.

Vertex a. Related to vertex a are the factors

i+j,+m,— —r—z[l. U
z (_1)a Ja a— 04 a a[l Jl \.]A J.B |:|
iavja'ma D_Oa Ia _Ja|:|
D ja Je ‘]A%J:LZ Jg Je E
D—r m, —i, -z, j, -m, O
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(weuseo, +r,+z,=0, make cyclic permutationsin al
the 3jm symbols, and change the summation indices as
i,j,m——,—,-m)

Zi—i-m O i OJ
= 3 gl g
0j, —0, -, 0

ia’jav my
[l i N i ]
XD‘-]A Ja Je [D’JE Ji2 ‘]-B 0 (B.2)
i, —r,-m, tm, -z, —j, O

— (_l)—JA—JB—JEE J1da e % j1 Ja J2 %

Uo,r, z, 0 Jg Jg Ja O
In the last transformation, we used the definition of the

6] symbol, Eg. (A.13).
Vertex b. Related to vertex b are the factors

Z (—l)ob+kb|o =i —j% J1 Ia Je E
o bD—Ob iy —Jp O

ib' jb’ kb

. -0
0Py ip —Ke =W, Ky —jp O

x%jZ‘]A Jc% jo Jc Jg H

(we interchange the first two columns in the first 3jm
symbol and change the signs of all its projections,
which does not change the sign of the 3jm symbols; we
then make cyclic permutations of the last two 3jm sym-
bols and change the summationindicesasi, j, kK — i,
4, )

=3 ) Kinsert 1= (=1)* %
i, j,k

]

XEJA jl JB%‘]B j4 JC%‘]C j9 ‘]AE (B3)
Oi op,—j ) —wp, -k k —pp, =1 O

= (_1)JB‘JA‘JCE 1 o 2 % i1 Jo I2 E
U-0, Wy Py [0 Je Ja Jp O

In each case, we combinethe three 3jm symbols and the
sign factors such that they suit the definition of the 6j
symbol given in Appendix A, Eq. (A.13).

An important property of the sign factorsis as fol-
lows: if j;, J5, and Jg enter the same 3jm symbol, there
isthe equality
(_1)1211123A¢235 (B.4)
where al signs can occur. This is because there are
either zero or two haf-integer momenta among the
three momenta. Another important property is that if

=1,
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the momentum J enters a certain 3jm symbol and mis
its projection, then

(_1)2J +2m —
This is because J and m are either integer or half-inte-

ger, but simultaneously.

In what follows, we list the expressions for other
vertices of the cube without a detailed derivation
(which is quite similar to the derivations given above).

Vertex c.

+1.

(_1)JA+JD—JCE J2 J3 Jwo % J2 I3 Jwo E

(B.5)
Opc ge =% L0 Jp Je Ja O
Vertex d.
IR B 2 Ja ]
(_1)JA Jo JED Ja J3 11 % Ja 13 Ju E (B.6)
D—rd Og Yq O JD ‘]E ‘]A U
Vertex e.
o O P
(_l)JE Js mejlz Js 15%112 Js Is E (B.7)
U=z, Ve Se L0 Jp Jg Jg O
Vertex f.
e D . . ED H H |
(_1)JB Je JFD Je 15 lo 0 le 15 Jo 0 (B.8)
D—tf Sf Wf D:l ‘JB ‘JC ‘]F D
Vertex g.
S T I I SO T I j; 4
(_1)Jc Jo ‘]FDJ6 JlO J7 D:l JG JlO J7 D (Bg)
Oty Xg Uy (0 Jp Ir Jc O
Vertex h.
PR B T T 7 Ja1
(_1)JE e JDD J7 Ju Js % 17 Ju Js E (B.10)

U—-Un Yo Va0 Jg Je Jp O

Combining al these factors, we obtain Eq. (16) corre-
sponding to the cube.

APPENDIX C
6) SYMBOLS AT THE LATTICE SITES

In thisAppendix, we show how the integration over
the link variables combines the 3jm factorsin Eq. (16)
into 6j symbols composed of the link momenta j, one
for each site of the lattice. The notation is given in
Fig. 3.
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We consider the integration over the link variables
U1 4 12 13, 14 15 €Ntering the vertex a shown in Fig. 3.

This vertex is an intersection of four even cubes

denoted asl, II, 111, and IV in Fig. 3. Link 1 iscommon
to cubes | and II, link 4 is common to | and 1V, and
SO on.

The analytical expression for cube | is given in
Eq. (16). The factors relevant to vertex aare

2, (UpDY, (U,)DLE. (Ui qlidedeg
a a Za |:|

(C.2)

It is not necessary to directly compute the corre-
sponding expressions for cubes [1-1V. It is sufficient to
draw a correspondence between the links and the sites
of other cubeswith those of cubel. For example, link 1, as
seen from the viewpoint of cubel, isanalogousto link 7
of cube ; vertex a seen from the viewpoint of cubell is
analogous to vertex h of cube I, and vertex b is analo-
gousto vertex g. In Table 1, we givethelist of the “ana-
logs’ of linksin cubes 11—V to those of cubel.

Using the correspondence given in Table 1, we can
immediately read off from Eq. (16) the expressions rel-

IdU Dr rd(U4) D'g:‘t (U4)

J4JA
2J +1( 1) I’ ,—ta

rd —tg?

IdulzDili (U)D)% (Uy)

= ﬂ(_

Dt 10D Ol

jdulsDJf; L (UlDE (Ul

— .6j13j 13 (_1)Wa_wﬁ

2j3+1 o

War —Ya ~Wp: —Yp’

jduMDil;; L, (Ui)D (UL

- .6j14j‘14 (_1) pa_pu6

2j,+1 °

Pa —Va  Par —Vq!

fau 5D L (UlD" _(Uly

891

(C.6)

(C.7)

(C.8)

(C.9)

evant to vertex a, arising from cubes [1-1V.

From cubell:
D, (U)D% (U

I t 0 J1 J13 J1a U
X D—v -V (U 14)% %
—Uy Ya Va

From cubelll;

D)2 (Up)D | (UL)

(U )D J12 Ja 115 D
_X pa qa

< Dhs

From cubelV:

D)o (U)D (UL

(C2)

(C.3)

., (C4)
x D —w(U )D ja 114113D
U—t, s, W,
Integrating over U; 4 15 13 14 15, WE Obtain
[AU1D6.6,(Un) Dy (U
—_ JlJl Uy — Uy 6 (C5)
- 211—+]_(_ ) 0, —Uy Z0p, —Uy?
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(C.10)

S,—S,

- lejJ'.S (_1) a easa‘ _qaésg o

2jist+1

The four 3jm symbolsin Egs. (C.1)—«C.4) are now
fully contracted over al indices. This results in a 6j
symbol, in accordance with Eq. (A.14). Indeed, for ver-
tex a, we have

Z (_1)0+V+Z—Q—V—ygj1 Ja e E
orqvyz DO r z D

(C1y
x%jl j13 j14 %jﬂ jl4 j15 %14 j15 jl3%
oy vz -v qg@dr q-yUd

(we note that o + r + z = 0; we change the summation
variable asy — —y and interchange the last two col-
umns in the second 3jm symbol and the first two col-
umns in the last two 3jm symbols, which gives the sign

factors (_1)j1+ j13t i , (_l)j12+j14+j5 ’ and (_1)j4+j13+j15;

Table1
w e v
1 7 12 10 4 6
13 11 14 2 13 9
14 8 15 3 15 5
a h a c a f
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Table 2
Il I Y, I VI I
1 7 9 11 2 8
16 6 16 4 17 5
18 10 17 3 18 12
b g b d b e

we then insert two unities in the form 1 = (—1)°" =2

and 1= (-1)* )

— (_1)j1+ Jatitis—iu—is

Hi1dade Hi1 e s 5
Dl4 12D:|l 14 13|:|
Oor z Mo v -yl

2
orqvyz

(C.12)
« s Ja Dz FH s Jue 22
Oqr yMqgq-v zO

- (_1)11"'j4+j12+j13—j14—115% .jl 'j4 1:12 E
U Jis Jaa Juz O
N TR TR T
— (_1)J1 Ja=lizt izt )i JlSD -Jl -J4 J-lz 0 (C13)
U Jis Jua J1z U

uﬁj muatlon (_1)j12_j14_j15 -

(1) 72 "= (opa EqL (B.4)), which is valid because
j12: J14» @0d j15 come from the same 3jm symbol. Thisis
the final result for vertex a: the six angular momenta
assigned to the six links entering this vertex combineto
produce a 6j symbol.

where we

One can treat vertex b ssimilarly, seeFig. 3. Thelinks
labelled by 1, 2, 9, 16, 17, and 18 enter this vertex; they
are pairwise shared by cubesl|, 11,V, and V1. The corre-
spondence between the links viewed from the view-
point of cubesll, V, and VI with those of cubel isgiven
in Table 2.

Performing the same steps asin deriving the 6] sym-
bol for vertex a, we arrive at the following result for the
vertex b:

'+‘+'+‘+'—'D' i i D

ubu - (_1)J1 Jot)ot et 17 J1xa|:| .Jj_ .Jg .Jg 0 (C14)
U J17 J1s J1se O

We note that vertex ais of the “even” and vertex b is of

the “odd” type: all other vertices of the lattice can be

considered as either “even” or “odd.” Therefore,
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Egs. (C.13) and (C.14) give the full result. Combining
them, we find that the sign factor

(-7 = ()™

must be attributed to all links of the lattice.

We now prove that this sign factor is equivalent (in
the vacuum!) to the sign factor

(C.15)

(-1)* = ()™ (C.16)
attributed to all plaquettes of the lattice. We recall that
all links are shared by two even cubes whose faces
carry plaguette values J. We firgt attribute al links to
only one (out of the two possible) cube according to
some rule. Many such rules can be suggested, the only
reguirement being that each link isattributed to one and
only one even cube. An exampleis given by the follow-
ing construction: we chooseedges 12, 5, 9, 2, and 7 (see
Fig. 2) as“belonging” to the cube shown in that figure.
The remaining six edges then “belong” to one of the
neighboring even cubes. For example, edge 1 is
counted as “belonging” to cube |1 (see Fig. 3). Indeed,
from the cube 11 point of view, this edge hastype 7, and
so forth. It can be seen that in this scheme, every link of
thefull lattice“belongs’ to one and only one even cube.

We have, therefore, the sign factor

(_1)2112+215+2j9+2j2+217
attributed to cube |. Next, werecall that, e.g., j,, enters
the 3jm symbol together with the plaguette angular
momenta Jg and J: (see Eq. (B.2)). Using Eq. (B.4)
appropriate to this case, we can replace (—1)2J12 =
(=1)*" "% Similarly (-1)** = (-=1)"""*" and so
on. Asaresult, we seethat sign factor (C.17) isequal to

(C.17)

23, +2]g+ 230+ 205+ 23 + 23,

(-1)

This procedure can be repeated for all even cubes of
the lattice. This proves the above statement that the
product of all link sign factors (C.15) can be replaced
by the product of all plaquette sign factors (C.14). We
stress that this proof is valid only for the vacuum, i.e.,
for the partition function itself but, generally speaking,
not for the averages of operators.

(C.18)

APPENDIX D
9 SYMBOLS FROM THE WILSON LOOP

Let the Wilson loop in the representation js go
through links ..., 15, 1, 17, ..., see Fig. 3 for notation.
This means that one has to integrate three D-functions
of thelink variablesU5 ; ., instead of two, as wasthe
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case in Egs. (C.5) and (C.10), with the other integra-
tions remaining unchanged. We now have

[8U1D6,0,(U1) Dy, (U1) Dy (U2)

e D.1

- Biiiis Hiv i s § (B-1
Uo, u, m, (o, u, m, O

[dUsDZG, 4 (Ui9DZ,  (U1s) D (Use)
Ca o D.2
= (_1)'“6‘"‘6%115 Jis Js %115 Jis Is E (D-2)

qu SE meEan Sa maD

Using the other 3jm symbolsrelated to vertex a [see
Egs. (C.1)—(C.4)] and the Kronecker symbols from
Egs. (C.6)—C.9), we obtain the vertex a in the form

uan - z(_l)r+Z+W+p_mEjl j4 jlz%
Oor z O

3 s e B dua s d12 BB a s Jus
xD 1 J13 14|:D 14 )15 12|:D 4 )15 13[| (D3)
O-u-w—p@Mp q zOr s wi

His it ds BB s iis Js
x|:|115|:|]15 15 s [
Uoumldqg s mO
(wenotethatr + z=—0,w+p=—u,ando+u+m=0;
hence, the sign factor is +1; we change the signs of all
projections in the second 3jm symbol and permute the

columns in the other 3jm symbols to match the defini-
tion of the 9j symbolsin Eqg. (A.16))

Oi i .0
_ j'l—j4+j14+j15+js|:| .J.4 J.l J.12 H
ST R e kb

OJiz )1 J1a O
To obtain thefinal sign factor, we have used therelation

(—1)i2j1i2j2i2j3 = +1 valid for any j, , 5 originating
from the same 3jm symbol.

(D.4)
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11.

12.

893
Proceeding in the same way, we obtain the vertex b,

ubn - Z(_l)_v_y_t_)(+m% Jl Jg j2 %
0-0-y-v U

x )16 Jus J1 )i Jaz Jo mylus )2 a7
Ot xulldt qy@dx v s
(D.5)
« B iy ds BB v is 5
Uoumldqg s mO

Oi i i Q
I fi=la+ i+ i+ i _le J.l _19 0
= (-1) 5117151175l

O

OJis j1 s
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Abstract—Quantum teleportation of an Einstein—Podolsky—Rosen pair using maximally entangled triplets to
two receivers is studied. The projection basis for combined three-particle measurements, from the results of
which the unknown state can be reconstructed, is found. The basis contains states where only two of the three
particles are maximally entangled. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Quantum teleportation was proposed in [1]. It
enables the sender A (conventionally named Alice) to
transmit an unknown state to the user B (Bob) located
in adifferent location of space. Teleportation of a state
of atwo-level quantum system or aqubit (quantum bit)
requires an Einstein—Podol sky—Rosen (EPR) pair and a
classical communication channel, aong which the
result of combined measurements performed in the Bell
basis is transmitted. Various variants of this process,
which employ two-particle entangled states, are exam-
ined in [2]. The case of quantum teleportation of a
polarized photon and single-mode coherent light has
been demonstrated experimentally in [3, 4]. In[4] light
from an optical parametric amplifier was used as the
source of the EPR pair, but the physical nature of the
particles can be arbitrary. Thus, in [5] an ensemble of
EPR correlated atoms was obtained. Such two-parti-
cle entangled states can be used in schemes for inter-
spatial teleportation [6], where a quantum state is
transferred between particles of a different physical
nature [7].

The quantum teleportation procedure can be
regarded as a computational process[8], corresponding
to anetwork consisting of rotation type operations, log-
ical elementsc-NOT (controlled NOT), and other com-
ponents. Such schemes are interesting because the
components can be implemented using physical sys-
tems of various nature, for example, optical, such as a
half-transmitting mirror or a polarized divider [9].

In the present paper we consider A variant of quan-
tum teleportation of an entangled pair to two receivers
B and C (Clair) using athree-particle entangled state of
the type GHZ (Greenberger—Horne-Zeilinger). We
note that the GHZ triplet has been realized experimen-
taly in[10].

The main problem arising here concerns the form of
the three-particle projection basis required for the com-
bined measurements. The basisfound, in contrast to the
variants of guantum teleportation of one qubit, is not
maximally entangled. It contains a state with two max-
imally entangled particles. Two receivers can recon-
struct the unknown wave function of the EPR pair from
the results of combined measurementsin this basis, but
neither receiver can do so separately. Asshown in [11],
in such a scheme with a GHZ triplet, where one qubit
participates instead of an EPR pair, the unknown sin-
gle-particle state can be reconstructed by only one
receiver. The results obtained were extended to the case
of the quantum teleportation of an N-particle entangled
state of the EPR type. The basic features of the quan-
tum tel eportation process for one particle are presented
in Section 2. The types of initial states of the entangled
pair and the triplet are determined in Section 3, and the
projection operators for combined measurements for
them are constructed in Section 4. In Section 5 a proto-
col and aquantum tel eportation schemefor an EPR pair
are presented and the case of an N-particle entangled
state of the EPR typeis studied.

2. TELEPORTATION

According to [1], the teleportation of an unknown
state of a quantum system by asender Ato areceiver B
located at a different point in space involvesthe follow-
ing basic aspects.

Let A possessaphysical system, for example, atwo-
level or qubit system, in the unknown state

|y, 0= a0 BJ1L] D
where |a]? + |BF = 1. An EPR pair in the maximally

entangled state |W,s0= (|O10+ |100V /2 is distributed
between A and B, so that qubit 2 is located at A and
qubit 3 is located at B. First, A performs combined
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measurements on qubits 1 and 2 in the Bell basis, con-
sisting of the for projecors [, = | ], k=1, ..., 4,

> =1, I |, QI |0, LMl | W, D=

|W1, [ where the Bell states represent the maximally
entangled two-particle states

b= %Zqooc& 110, @)
W= %2(|01Elt 1100). 3)

As result of combined measurements on the parti-
cles1 and 2, the density matrix of the entire system p =
(W00 4| ® |WslW o5, determined in the three-particle
Hilbert space H; ® H, ® Hj, projects onto one of the
four Bell states. The main circumstance ensuring the
success of the procedure is that the probability of the

kth outcome Pr(k) = Sp{M,p M E} = 1/4 does not depend
on a and 3, and the reduced density matrix ps(k) =

SpAMpn l} of qubit 3 is related with the unknown
matrix of qubit one by the unitary transformation U,

ps(K) = U, Py, @)

where p, isthe density matrix in H,, corresponding to
P, = |y [,], and U, is a set of unitary operators con-
sisting of the Pauli matricesU, = oy, U,=-0,, U3 =1,
U,=o,

According to the protocol of [1], the sender A sends
the kth outcome of the measurement to the receiver B,
who performs on his qubit 3 from the EPR pair one of
four operations U,, according to the message received.
Ultimately, aqubit in the state |, Carises at B and tele-
portation has been successfully completed.

3. RESOURCES

Teleportation of an EPR pair requires a maximally
entangled triplet of particles. On the basis of this asser-
tion we shall examine the possible types of initial
states.

The entangled pair can be described by awave func-
tion of the form

|¥1,00= a0+ Bl11l] ©)
where |af? + |BF =1, or
|Wepr(= a|01H B|100) (6)

which corresponds to the case of an EPR pair. Eight
states with three maximally entangled particles can be
indicated, for example,

(Jo0OCH [1110)/.4/2,
(J010CH |1010)/./2,

(JoO1k |1100)/./2,

)
(J100Ck |0110)/./2.
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Wepr 1 5 1A
2 O
3 1o
GHZ 4 ; Wepr
< 5 = 5
[c]

Fig. 1. Network for teleportation of an EPR pair using a
GHZ triplet.

Without loss of generality we choose from the set of
possible initial states presented above the state (6) and
aGHZ triplet:

1
2

Then the initial wave function of the entire systemisa
product

[Wen,O= —(J000CH [1110). (8)

W= |WeprD [WeyL 9)

Figure 1 displays a scheme for teleportation of an
EPR pair, formed by particles 1 and 2, using an entan-
gled triplet of particles 3, 4, and 5. The GHZ triplet is
distributed between the sender A and the receivers B
and C, to whom A sends the results of combined mea-
surements on particles 1, 2, and 3. Eight projection
operators I1,, forming a complete basis in which the
wave function |WOcan be expanded, are required in
order to perform combined measurements. The choice
of such a basis is the main ingredient for solving the
problem.

4. PROJECTION BASIS

It could be inferred that the set of projection opera-
tors M, will consist of the maximally entangled states
(7). We denote this basis by 11,,;. However, a direct
calculation showsthat thisisnot so. The problemisthat
the projections of the initial wave function |Y[bn the

four vectors (010 |1010/ /2 and (J100C |0110V /2
from 11,55 are 0. It is impossible to reconstruct the
states of an EPR pair from these measurements. Conse-
quently, here, in contrast to teleportation of one parti-
cle, the maximally entangled basis does not solve the
problem.

In the present case a basis with two maximally
entangled particles 1, 3 or 1, 2 issuitable. However, the
presence of an entangled pair is only a necessary con-
dition. To study the possible realizations of the opera-
tors M, we introduce a classification where one of the
indicators will be the number of maximally entangled
particles (two or three). Since all complete sets are
related with one another by a unitary transformation,
one can be chosen astheinitial set. Let theinitial basis
be 1155

[moslF ijkE] i, j, k=0,1, (10)
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B
®

C
®

Bl |O
g ®
GX] . @00
6, (b)
(a) (©)

O]
OO
A

A

Fig. 2. Structure of the wave functions: (a) initial state with
entangled particles 1, 2 from an EPR pair and 3, 4, 5from a
GHZ triplet; (b) projection basis Ty ;3)(4); (c) state after a
measurement.

where each of the eight components describes a state
with three independent particles. Any component of a
different basis can be represented as a linear combina-
tion of s< 8 vectorsfrom 1t,,5. In what follows, we shall
assume the number s to be the same within a single
basis and we shall use it for classification. This gives a
basis T ,3(s) in which particles 2 and 3 are maximally
entangled. For s= 2 it hasthe form

My (2)0= {020 0T, i =01, (11)

where each of eight vectors, for example, |05, (=
(j]ooo0+ 0110V./2, is represented by two elements
from 11,,5. FOr thecases=4

[T 03(4) 0= { |ﬁ[@§35 |Tfi[]]¢>§3|:} )

where a pair of vectors forming a single-particle basis
has the form

(12)

1

2

Any of the sets presented above is complete and
orthonormal, but m,3(2) does not solve the problem.
The reason is that the probabilities of the outcomes of
measurementsin this basis depend on the parameters of
the teleportation wave function |Wepr[d Pr(k) = |af?/4,
|BR/4. Consequently, the unitary transformation relat-
ing the reduced density matrix of particles 3 and 4 with
the state of the EPR pair will depend on o and 3, i.e.,
on the unknown state. We note that for the basis
Thio)s(4) their arises a situation, just as for Ti,5(2),
where half of the expansion coefficients are zero.

G 0=

(I0C exp(i9)[10). (13)

Two bases with s =4 are suitable for teleportation of
an EPR pair: T ,5(4) or Ti;3),(4), where the particles 2,
3or 1, 3areentangled. The structure of theinitial state,
the projection basis T ,3(4), and the wave function of
the entire system after the measurements are shown in
Fig. 2.
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5. TELEPORTATION OF AN EPR PAIR

The expansion of the wave function of the initial
state in the basis T, 5, determined according to Eq. (12),
where we set the phase ¢ = 0, has the form

WO 0 b 23l [t (P22 0]
+ [T TP 23l [ ()5 A

- . (14)
+ [T [P s [5LH |1y L 55060
+ [y T2 (17 0+ [Ty (5180
where
IL, 20= B|OOC a[110)
13, 40= —(B|00Tk o110, )

|5, 60= B[11Ck a]00]
|7, 80= —(B|110F a|00D).

Equations (15) mean that for measurements in the cho-
sen basis the reduced density matrix pgg(k) =
Sps{ MWW} of particles 4 and 5 will be related
with the density matrix of the EPR pair by a unitary
transformation

Pis(k) = UPerrUp, k =1,...,8,  (16)
where E)EPR = |L|JEPR [MWepr |, Wepr isawave function
from the Hilbert space H, ® Hs, corresponding to Wepg.
Thefollowing expressions are valid for the unitary opera-
tor from Eq. (16): U; = 0,y ® I5, U, = Uz = i0, ® |5,
Uy=-U; Us=1,® 0,5, Ug =—U7 =1, ® (H0y5), Ug =—Us.
Here the Pauli operators o,; (Y = X, Y, 2) and the identity
operators |; act on the variables of the particlej = 4, 5.

In this scheme the teleportation of an EPR pair is
accomplished according to the following protocol.

1. The sender A performs eight measurementsin the
basis 1 ,3,(4) on particles 1, 2, and 3, whose outcomes
she transmitsto B and C.

2. For the outcomes k = 14 the receivers B uses the
unitary transformations oy, ig,, —ig,, -0, on his parti-
cle. Ultimately, an EPR pair in the state Wgpg arises at
BandC.

3. For the outcomes k = 5, 6 the receiver C applies
the unitary operations a,, -0y, ioy, —0, to her particle
in order to reconstruct the state of the EPR pair.

In the protocol presented above, in half the cases
only onereceiver appliesaunitary operation to her par-
ticle; the other receiver at the same time “operates’
with the identity operator on her particle. This variant
is not unique. The problem is that the initial states can
be reconstructed by different methods. For example,
the vector |2[ffrom Eg. (15) can be obtained in two

ways:
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BlOOD—G |11D: iO'yj U |5|l-|JEpR|:| (17)
= Oy U 05|Weprll

The expression (17) means that for the outcome of a
measurement, where k = 2, both receivers, B and C,
must simultaneously operate on their particles, just as
in the protocol presented, applying the operations o,
and o instead of ioy, and the identity operation. How-
ever, these differences do not change the final results.
The general feature here is the presence of two receiv-
ers, neither of which can solve the problem separately.

Figure 3 displays a network that simulates the tele-
portation of an EPR pair. It was constructed similarly to
the case of one particle [8, 9, 12] and contains the
c-NOT operation and the Hadamard transformation H.
At the output of the EPR block particles1 and 2 arein
the entangled state Wy after the c-NOT operation C,,
acting on qubits 1 and 2. The operation C,, does not
change the state of qubit 1 hand to flips qubit 2 (the tar-
get) only when 1 isin a state corresponding to the log-
ica 1. Inthe GHZ a maximally entangled GHZ triplet
is produced by means of the Hadamard transformation H,

operating qubit 3, (H|00= (PO+ 10V /2, H[10= (o0-

|10V ./2), and two c-NOT operations C,, and Cys. At the
output of the entire scheme the qubits4 and 5 arein the
entangled state Wgpr, Which does not depend on the
states of the other qubits. We note that here, together
with Wepg, a pair with the wave function (5) can be
used.

The procedure examined above can be extended to
the case of the teleportation of an N-particle entangled
state of the EPR type

|w,O0= ajor! +pt (18)

using N + 1 qubitsin amaximally entangled state of the
GHZ type

%2<I0ﬂ“”+|m“”),

where [i¥ = j[I1® ... [i0Ji =0, 1. This scheme involves
2N + 1 particles, the sender A, and N receivers, between
which N + 1 particles from Egs. (19) are distributed.
The initial wave function, which is determined in the
Hilbert spaceH; ® ... Hyy 4 1, isaproduct |WE= WO
ILIJ(N+1)D

To perform combined measurementson N + 1 parti-
clesl, 2, ..., N, N+ 1itisnecessary to have 2V *1 pro-
jection operators, forming a complete set with a maxi-
mally entangled pair M, N+ 1, M =1, ..., N. For M =
N such a basis can be represented in the form

Wnepy= (19)

+
T e (S = {IM N1 00 [ N 1D

: (20)
LRV B IRV
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| F
GHZ

Fig. 3. Network for teleportation of an EPR pair.

where the particles of N, N + 1 are entangled, and
Iy n_i0are vectors from H; ® ...Hy_;. As noted
above, the presence of an entangled pair is only a nec-
essary condition for aprojection basis. The value of the
parameter s, whose value and the form of the vectors
T . n-1 Will be determined below, expanding the
wave function of the entire system in the basis (20), will
be a sufficient condition. The expansion has the form

[WO= {Py_,a00 + Qy_,B10}
x|y, N—1Eﬂ¢ri\1, N+ 1 { PN—10(|:Iﬁl * QN—lBlOﬁ‘}

x [my, ...,N—1EH¢E,N+1D @)
where
Pno1 = ml,...,N—lIOIj‘_lv 22)
Qno1 = 0y, 1|1ﬁl_1-
Teleportation requires that
Pvo1#0, Qu_1#0. (23)

This means that al coefficients in the expansion must
contain a linear combination of two terms ali¥ and
BliY, i #j =0, 1, which can be reconstructed from
Eq. (18) by a unitary transformation that does not
depend on a and (3, i.e., on the parameters of the
unknown state. The set of vectors

(24)

where T, is the single-particle basis determined
according to Eq. (13), satisfiesthe conditions (23). This
can be shown by noting that the set (24) consists of 2N
elements, each of which always containsapair of terms
iN-1i=0, 1

For the basis found from Egs. (20) and (24), the
parameter swill have the value s = 2V, We note that the
case s< 2V, where bases containing more than a pair of
entangled particles (two pairs or a triplet) arise, does
not solve the problem. The following assertion can
serve as the final result. Teleportation of an N-particle
entangled state of the EPR type, using maximally
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entangled N + 1 particles for combined measurements, 3.

requires a projection basis containing one maximally
entangled pair. Each element of the basis must consist

of 2V vectors corresponding to the statesof N + 1inde- 4

pendent particles.
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Abstract—A general formulais obtained for the probability of tunneling ionization of an atom accompanied
by excitation of the core. Thisformulais a generalization of the Carlson formulafor the probability of asingle-
photon two-electron transition in atoms. The limiting case of this formula, just as that of the Carlson formula,
is the well-known random-perturbations approximation. Numerical results are presented for Zn, Sr, and Cd
atoms. For these atoms the contribution of the excited states of singly charged ionsto the probability of the for-
mation of doubly charged ionsis a nonmonotonic function of the laser radiation intensity. Analysis of the tun-
neling ionization of molecul es shows that with overwhelming probability anionisformed in the ground vibra-
tional state, while for the standard photoionization the distribution over vibrational statesis determined by the
Franck—Condon factors. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The formation of multiply charged ions of atomsin
astrong laser field has been actively studied in the last
few years both theoretically and experimentally [1, 2].
Nonetheless, the effect of the excited states of atoms
and ions on the ionization probability has still not been
adequately studied. The excitation of the atomic corein
multiphoton ionization of the Sr atom was observed in
[3, 4]. In [5] the concept of shaking ionization of a
“core” electron when an “optical” electron is detached
from the atom was used to describe the formation of
He?* ionsin the tunneling regime by 614 nm laser radi-
ation. Experimental data obtained in[6] for single-pho-
ton dielectronic ionization of the He atom were used to
estimate the probability of the process.

In the present paper therole of electronic excitations
of the core in the formation of a multiply charged
atomic ion as a result of the tunneling detachment of
severa electrons from an atom is studied. Generally
speaking, tunneling ionization cannot be treated as a
“fast” process, and other approaches differing from the
theory of instantaneous perturbations must be used.
The corresponding general formula is derived in Sec-
tion 3 using quantum-defect methods. However, it is
interesting that the instantaneous-perturbati ons approx-
imation follows from it as a limiting case with a clear
physical content.

For molecules the excited states of the core can
appear as vibrationally excited levels of the molecular
ion formed. It is important to know the occupation
probability of these levels in order to understand the
subsequent behavior of theion. For the standard photo-
effect the distribution over the vibrational levels of the
ion is described by the Franck—Condon factors [7], if,

of course, the photon energy is much greater than the
ionization potential. For the tunneling effect, however,
this distribution has nothing in common with the
Franck—Condon factors and is described using the indi-
cated general formula, which is derived for atoms but
which is also applicable for describing the excitation of
the core in the tunneling ionization of molecules. We
note that [8] is devoted to the question of the changein
the Franck—Condon factors in a strong field, when the
tunneling ionization regime is possible.

2. QUALITATIVE DESCRIPTION OF THE ROLE
OF THE EXCITED STATES OF AN ATOM
IN THE FORMATION
OF MULTIPLY CHARGED IONS

It is clear from physical considerations that the
probability of tunneling ionization of a singly charged
atomic ion from an excited states A*™* resulting in the
formation of a doubly charged ion A%* is greater than
the probability of ionization of this singly charged ion
from the ground state A*:

WA™ — =A% +e) >WA* =A% +g). (1)

However, the probability of ionization of a neutral
atom A with excitation of a singly charged ion is less
than the ionization probability of a neutral atom, when
the singly charged ion remainsin the ground state:

WA — A +e) <WA — A" +e). (2

Indeed, when the core is excited the energy of the
tunneling electron in the initial state decreases, and the
electron drops even farther below the barrier, decreas-
ing the tunneling probability.
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Thus, if A%* ions are produced as aresult of two-cas-
cade reactions

A +e .
A" T AT+ 26, ©)
\ A+* +e

then it followsfrom Egs. (1) and (2) that the probability
of thefirst cascade in the upper reaction is greater than
the probability of thefirst cascadein the lower reaction,
and thereverseistruefor the probabilities of the second
cascades in these reactions. Thus, from general consid-
erations it cannot be concluded which of the two reac-
tions (3) ismost likely to occur—concrete calculations
arerequired.

The probability of the reaction (3) proceeding via
the upper cascade can be calculated using the standard
formulas of the theory of tunneling ionization [9-11],
known in the modern literature as the Ammosov—
Delone—Krainov (ADK) theory. In the next section a
general formula, from which the probability of the pro-
cess of shaking excitation follows as alimiting case, is
developed for calculating the probability of the reac-
tions (3) proceeding through the lower cascade. The
same limiting case aso follows from the Carlson for-
mula [12], describing the standard single-photon ion-
ization of an atom with excitation of the core or thefor-
mation of a doubly charged ion. Since the form of the
Carlson formula and the formula obtained in the
present paper is very similar to that of the formulas
from the instantaneous-perturbations theory, in Section 4
adetailed discussion is given of the problem, differing
somewhat from that given in textbooks and a number of
review works. Although this question is in a certain
sense methodological, its discussion here is entirely
relevant, since the tunneling process is usually consid-
ered to be adiabatic rather than fast. Consequently, the
assumption that tunneling in certain limiting cases
should be regarded as a fast process merits a separate
investigation. In Section 4 it is shown that, specifically,
the concept of relative rapidity and slowness, which are
used in the theory of instantaneous perturbations, are
not always precisely defined and must be replaced by
energy relations, which are identical to the conven-
tional concepts of the rapidity and slowness in cases
where these relations can be obtained, for example,
from semiclassical considerations.

The general results obtained are illustrated in the
following sections by numerical examplesfor anumber
of atoms with two electrons in the outer shell and for
the H, molecule. The atomic system of units is used
throughout.

3. BASIC FORMULAS

To calculate the ionization probability of an atom
we shall employ the algorithm proposed for this pur-
pose by Keldysh [13], sincein this approach the tunnel -
ing effect can be described on the basis of the S matrix
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formalism. For simplicity, we shall confine our atten-

tion to atoms with two s electronsin the outer shell.
The exact amplitude of a quantum transition is

determined, asiswell-known [14], by the expression

Mis = Wi (ry, 1o, OIV(ry, 1o, DB (ry, 1, YT (4)
Here
V(ryq, ro t) =—r, +r15) - Fcos(wt) 5)

is the interaction of a two-electron atom an external
field in the dipole approximation, w and F are the fre-
guency and amplitude of the electric field of the laser
wave, @, isthe wave function of afree atom in the ini-
tial state before the field is switched on, and ¥ is the
exact solution of the Schrédinger equation for two elec-
trons, corresponding to the final state of the system, in
the field of an atomic core and an ac external field. Of
course, the explicit expression for W; isunknown, but to
solve our problem the fact that for a periodic external
field the time-dependence of this function is of a
guasienergy character is sufficient.

Since in the ground state of a two-electron atom the
electron spins are oppositely directed, the coordinate
part of thewave functionis symmetric. Assuming in the
two-electron wave function to e factorable, we write

Di(ry, 12 ) = @or 1) Po(r o) exp (=i Eot),

1
Wi(ry,rput) = —=

J2

(6)
X1 Wi(r) ) gn(ra)exp(—inwt) +{1-— 2}}

x exp[—i(e; +€)t].

Here @, are the wave functions of the electrons in the
initial state and E; = <(U; + U,), istheir total energy in
thisstate, U, , are thefirst and second ionization poten-
tials of the atom, ; are is the wave function of the jth
state of the atomic core corresponding to energy e;. If
the excitation energy of the atomic residue 4, 0 < 4 <
U,, isintroduced, then g; = U, + A;. Generally speak-
ing, the functions ; and @, are not orthogona. In Eq. (6)
0, is the nth quasienergy harmonic of a free electron,
€ isthe desired quasienergy of this electron determined
in the standard manner; ¢ — —U, for adiabatically
slowly switching on or off of the ac field, if the atomic
coreisassumed to be “frozen.” We neglect the effect of
an external field on the state of anion, i.e., the quasien-
ergy structure of the function ;.

Substituting Egs. (5) and (6) into Eq. (4) and per-
forming the time integration we find

M = «/QEIJ,-I%Umif, (7)
my = —T[Z [@,|r (F|@o[d[e; + &+ (n+1)w—Ey].(8)
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From Eg. (8) follows the value of the quasienergy:
SESJ = EO—E]' = —Ul—A] (9)

The quantity my is the amplitude for the ionization
of an atom in the Keldysh model. Asis well-known, in
this model the Coulomb interaction of the exiting elec-
tron with the atomic core can be taken into account only
inthetunneling limit [10, 11]. Werecall that the tunnel-
ing effect in alaser field is possible if the electron can
tunnel through the potential barrier in a time equal to
the half-period of thefield. This conditionisformulated
in the form of the smallness of the Keldysh parameter:

yAR)

" Fv <L
where Z isthe charge of theion coreand v is the effec-
tive principal quantum number of the tunneling elec-
tron. According to (9),

(10)

Z
VEV, = —— .
b 2(U D)

Thus the probability of tunneling ionization of an
atom with excitation of the corein astatej is

W, = 2|0 |@oPwi(v;, F). (12)

Herew;, isthe probability of the tunneling effect, which
depends only on the effective principal quantum num-
ber of the electron and the el ectric field amplitude of the
wave. The coefficient 2 in Eq. (12) appeared from
Eqg. (7) and is associated with the equivalence of the
electrons and the possibility that any electron can tun-
nel. A formula similar to Eq. (12) for two-electron sin-
gle-photon ionization of an atom and for single-elec-
tron ionization with excitation of the core was obtained
by Carlsonin[12] (adetailed discussion of thisformula
is given in [15]). However, the case of single-photon
ionization is simpler, since the energy absorbed by the
atom is known and it is known how the energy is dis-
tributed between the electrons. In the tunneling effect,
however, the question of the amount of energy
absorbed by the atom is not so trivial. In the next sec-
tion it is shown that the energy relationsin this problem
can be taken as the basic relations.

(11)

4. SHAKING APPROXIMATION

The presence of the overlap integral of the core
wave functionsin Eq. (12) is reminiscent of a formula
of the theory of sudden perturbations [16-18]. It is
well-known [15] that the appearance of such an overlap
integral is due to fact that the interaction of the sub-
system only intheinitial stateistakeninto account.® If
thisinteraction is completely neglected, the wave func-

1 A lessimportant approximation is due to the possibility of factor-
izing the wave functions of the subsystemsin theinitial state. The
accuracy of this approximation for the two-electron photoeffect in
Heisanalyzedin [19].
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tions Y and @, become mutually orthogonal. On the
other hand, the possibility of alimitation due to the fact
that the interaction is taken into account only in the ini-
tial state in the theory of sudden-perturbationsis justi-
fied by the shortness of the interaction time in the final
state, where one subsystem “flies away” rapidly. In the
theory of tunneling the neglect of the interaction in the
final state is justified by the large spatial separation of
the tunneling and core electrons [9, 16].

At the same time, Eq. (12), just as the Carlson for-
mula, contains a fundamental difference from the for-
mulas of the theory of sudden perturbations: the ioniza-
tion probability depends on the state in which the core
is formed. It follows from Eqg. (11) that the tunneling
probability no longer depends on the final state of the
core, when the first ionization potential of the atom is
much greater than the excitation energy of the core:

A < U, (13)

When the condition (13) is satisfied Eq. (12) isiden-
tical to the result of the theory of sudden perturbations,
and this circumstance requires a specia discussion.

It is easy to see that the idea of fast and dlow sub-
systems, which are ordinarily used in the theory of sud-
den perturbations, is actually contained in inequalities
similar to Eq. (13), which is a particular case of them.
Indeed, if the change in the Hamiltonian of the slow
subsystem as result of any quantum processes in the
fast subsystem occurred in a time T, then according to
the uncertainty relation the energy of the fast subsystem
isE ~ #/t. If the characteristic time of the motion of the
slow subsystemis T, then it'senergy is€ ~ A/T, and the
condition T < T isanaogousto the condition (13): € < E.

The difficulties of a priori substantiation of the
applicability of the theory of sudden perturbationsto a
specific physical problem are due precisely to estima-
tion of thetimes T and T because in quantum mechanics
there is no definite concept of a “quantum transition
time.” For example, the decay time of a quantum sys-
tem cannot, of course, be taken for the time t: accord-
ing to awitty remark by the authors of [18], thelifetime
of a 3-active nucleus can be hundreds of years, but the
shaking theory describes very well the ionization of the
atom during 3 decay.

These difficulties are most acute in applications of
the theory of sudden perturbationsto equivalent atomic
electrons belonging to the same shell. An example of
such a problem is examined in the present paper, and a
large number of similar problems is presented in [18].
Their solutions obtained in [18] by the distorted-wave
method also have their own limiting cases of the for-
mula from the shaking theory. Analysis shows that in
all cases the shaking approximation is applicable when
relations of the type (13) are satisfied.

Thus, we arrive at the conclusion that purely quan-
tum energy relations are more suitable for establishing
the applicability of the shaking approximation then
considerations based on the notions of relative rapidity
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Fig. 1. Laser radiation intensity dependence of the ratio of
the probability of cascade two-electron ionization of the Zn
atom viaan excited state of Zn* to the sameionization prob-
ability viathe ground state of Zn*,
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Fig. 2. Same asin Fig. 1, but for the Sr atom.

Wi /W

Cd

1 Il
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Fig. 3. Sameasin Fig. 1 but for the Cd atom.

and downess. Specifically, the subsystem where a quan-
tum transition occurs with a change in energy greater
than the change in the energy of another subsystem must
be taken as the “fast” subsystem from the standpoint of
the theory of sudden perturbations and, correspondingly,
the second subsystem must be taken as “dow.” It is
assumed here that as result of quantum transitions the
subsystems are spatialy separated, so that the interac-
tion between them in the final state can be neglect.
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The tunneling effect studied above is an example of
the constructiveness of this definition, aside from the
examples presented in [18]. Another example concerns
the already mentioned classical Migdal—Feinberg prob-
lem of the ionization of an atom during (3 decay, to
solve which the approximation of sudden perturbations
was first proposed. The Migdal—Feinberg theory cor-
rectly describes the experimental data, though the
velocity of the 3 particleisonly dlightly greater than the
velocity of the electroninthe K orbit of the heavy atom,
differing, as is well-known, from the velocity of light
by afactor of Z/137. It isthe high energy of the Bparti-
cle, as compared with the ionization potential of a K
electron and not its velocity that makes it possible to
use the approximation of sudden perturbations [20].

A definition of fast and slow motions, which is actu-
ally identical to the one presented above, under the con-
ditions of applicability of the semiclassica correspon-
dence principle was used in the well-known mono-
graph [21] to study nonadiabatic processes in the
Landau—Zener system (see Egs. (13.46) and (13.47) in
[21] and the accompanying discussion). On the basis of
the correspondence principle the characteristic time of
the motion in a slow subsystem is determined in [21]
has #/AE, where AE is the energy of a quantum transi-
tion. The fact that different subfields of quantum
mechanics such as the theory of sudden perturbations
and the theory of adiabatic collisions work with identi-
cal definitions of rapidity and slowness is a very posi-
tivesign.

5. NUMERICAL EXAMPLES
5.1. Two-Electron Atoms

In this section we present the result of a calculation
of the reactions (3) for neutral Zn, Sr, and Cd atoms
with outer-shell configurations 4s?, 5% and 557, respec-
tively. In Eq. (11) we must set Z = 1. The 5s level for
Zn* and the 6slevel for Sr* and Cd* where taken asthe
excited levels of the singly charged ions. The probabil-
ity of the tunneling effect for ions is determined by the
effective principal quantum number

V(-+)=; Z =2

L 2(Up-0))
The ion wave functions presented in [22] were used
to calculate the overlapped integrals on the basis of
Eq. (12).

The ratios of the probabilities of the formation of
doubly charged ions by tunneling ionization via the
indicated excited levels of singly charged ions (W,
upper reaction (3)) and via the ground states of these
ions [W,, lower reaction (3)] are presented in Figs. 1-3.
As one can seeg, the role of the excitation of the core
increases appreciably from light to heavier atoms. This
means that the decrease in the probability of the first
cascade in the reaction (3) for light atoms is not com-

(14)
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pensated by an increase in the probability of the second
cascade (3). For heavy atoms the situation is reversed.
However, it should be noted that for the Cd atom the
range where W, > W, correspondsto intensities that are
too low: the probability of the tunneling effect here is
negligibly small, so that this exampleis purely illustra-
tive.

Analysis shows that the above-noted feature in the
behavior of the probabilities W, ; is due to the smaller
value of the excitation energy 4, in heavier atoms. For
this reason, in atoms with a different configuration of
the outer shell, differing from the configuration s* con-
sidered here, the behavior noted can change. For the He
atom, which was studied in [5], the high excitation
energy of the He" ions makes it possible to neglect
completely the influence of the excited states of theion
on the tunneling ionization of a neutral atom.

Itisalsointeresting that the ratio W, /W, is described
by curves with maxima. It follows from the ADK the-
ory that the extremal value of the intensity of a laser
field is determined in this case by the formula

v+ V) —vd - 2y’

.=
o 3(V1+V(1+)—V0—VE)+))

(15

Here v; and v}” are determined by the formulas (11)
and (14) and A, = 0, while A; is equal to the energy of
the excited level under study. For all three atoms shown
in Figs. 1-3 the numerator and denominator in Eqg. (15)
are positive, so that F, corresponds to a maximum.
For atomic transitions in which the numerator and
denominator in Eq. (15) are negative, the value of F
will correspond to a minimum. However, if the right-
hand side in Eq. (15) is negative, then the dependence
of W,/W, on the intensity of the field is a monotonic
function that increases with the intensity if the numer-
ator in EQ. (15) is negative or decreases with increasing
intensity if the denominator in Eq. (15) is negative.

To complete the picture of the tunneling formation
of doubly charged ions the simultaneous detachment
(in ahalf-period of the field) of two electrons from an
atom

A —~A%+2e (16)

should be calculated. The corresponding formulas are
presented in [23]. However, since the reaction (16) isa
single-cascade reaction, its dependence and that of the
reaction (3) on the duration of the laser pulse are differ-
ent. Consequently, the relative role of thesereactionsis
not universal but rather it depends on the experimental
conditions.

Unfortunately, it is impossible to compare the
results obtained to the data obtained in [3, 4] for the Sr
atom, since an inequality opposite to (10) was satisfied
under the experimental conditions of [3, 4].
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Fig. 4. Laser radiation intensity dependence of the relative
excitation probabilities of the vibrationa statesv =1, 2, 3
of the H%" ion as result of tunneling ionization of the H,
molecule.

5.2. H, Molecule

The formulas obtained in Section 3 are applicable
not only to atoms but also to any quantum systems for
which the ADK theory makesit possible to estimate the
probability of a tunneling effect. Specifically, mole-
cules are such systems. An ADK theory for electroni-
cally excited molecules has been devel oped in[24]. For
moleculesin the ground electronic state the differences
from the simplest formulas of the ADK theory are
greater [25]. However, even in this case it can be
assumed that the ADK formulas describe qualitatively
correctly the probability of the tunneling effect. Thisis
even more convincing, if one is interested not in the
absolute magnitude of the probability but rather the rel-
ative probabilities corresponding to different excited
states of the molecular core.

If only the vibrational excitations of the molecular
core are taken into account, Egs. (11) and (12) can be
used, settingv =v,, 5 — A, where v is the vibra-
tional quantum number of the core and A, isthe energy
of the state with this vibrational number, measured
from the energy of the state with v = 0.

Figure 4 shows the probabilities calculated in this
manner for the occupation of the states of the ion H?*
with quantum number v with respect to the occupation
of the ground state v = 0, occurring as result of tunnel-
ing ionization of the H, molecule. The harmonic
approximation with frequency 2297 cm was used to
calculate thee vibrational spectrum of H?*,

As one can see, the probabilities are increasing
functions of the intensity, differing very strongly in
absolute magnitude. It is obvious that the distribution
function of the vibrational ionic states in this case has
nothing in common with the distribution determined by
the Franck—Condon factors. For heavier molecules the
vibrational frequency is smaller, and consequently the
occupation probabilities for the ground and excited
vibrational stateswill not differ asgreatly. Nonethel ess,
even for heavy molecul es the dependence of the tunnel-
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ing probability on the energy of theion formed playsa 11

more important role than the difference of the Franck—
Condon factors from 1.
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Abstract—A set of very important simple quantum systems is analyzed from the standpoint of the amount of
coherent information that is accessible when information channels corresponding to the systems are used. It is
shown that for simple quantum models the coherent information can be calculated and used for estimating the
potential possibilities of the corresponding quantum channel asasource of physical information in experiments
associated with the effects of the coherence of quantum states. The following physical models are studied: a
two-level atom in alaser radiation field, an aggregate of two two-level subsystemsin amultilevel atom (hydro-
gen), a system of two two-level atoms in the process of joint quantum-deterministic evolution and under the
action of transformations of quantum measurement and quantum duplication, aswell as one and two two-level
atoms in the process of emission. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Finding a completely quantum analog of Shannon’s
guantitative measure of information [1] that would sat-
isfy the corresponding quantum coding theorem, i.e.,
guarantee transmission along a quantum channel with a
fixed information capacity irrespective of the physical
nature of the channel, has for a long time remained a
central unsolved problem of quantum information the-
ory. The solution of thisproblemisgivenin[2, 3] using
the concept of coherent information

|c= Sbut_sba (1)

where S,; describes the quantum entropy of the output
variables of the channel and S, is the exchange entropy,
taken from areservair. If the measurel . is positive, then
expressed in qubitsit gives the logarithm of the dimen-
sion of the Hilbert space, all states of which can be
transmitted with probability p=1inthelimit N — oo
for long ergodic ensembles. In the opposite case, when
the exchange entropy is greater than the output entropy
and, correspondingly, the noiseintroduced by the chan-
nel completely nullifies the input information, we take
[.=0.

Thereisevery reason to expect that in application to
physics coherent information will play a much larger
role than Shannon’'s information. While in classical
physicsthe information capacity of channels, arisingin
the process of a physical measurement, ordinarily can
also be estimated without special calculations, at least
in order of magnitude, thisisfar from being the casein
the quantum situation. Analysis of the potentially
accessible quantum information in the formulation of
experimentsin the newest directions of physics, associ-

ated with quantum computations, problems of quantum
communication and quantum cryptography [4, 5],
where the measure of coherent information of the phys-
ical channel used determines the potential information
content of the data obtained, is especially important.
However, in order to apply the concept of coherent
information to physical systems the corresponding
channel in the form of a superoperator transformation
% must be specified for each system considered and the
required quantum calculations, which, as a rule, are
quite nontrivial, must be performed. It is shown in the
present paper that this can be done, at least, for the most
important simple quantum systems studied. The analy-
sisisperformed for systems of various physical nature,
including channels with qualitatively different nature
of the input and output of the type of atom in the elec-
tromagnetic field of the vacuum. The classification of
the types of guantum channels considered, coupling
two quantum systems, is given in Fig. 1.1 The types of
two-moment channels studied, where the information
is transmitted from a state at an earlier moment t = 0 to
a state at a later moment t > 0, must be supplemented
by the corresponding single-moment analogs, in which
information at the output concerning the state of the
input at the same moment in time is considered. The
first classis most closely associated with the problems
of quantum communication and gquantum measure-

1 The specific limitations associated with the causality principle
and due to the spatial localization of the systems 1 and 2 are
important only for the channels1 — 2and 1 — (1 + 2). The
analysis performed below of a system of two atoms interacting
viaaradiation field requires that the relativistic retardation of the
signal be taken into account in order to give a correct description
of the dynamics at short times.

1063-7761/00/9105-0905%$20.00 © 2000 MAIK “Nauka/Interperiodica’
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Fig. 1. Classification of possible quantum channels cou-
pling two quantum systems: (@) 1 — 1—information is
transferred from theinitial state of asystemtoitsfinal state;
(b) 1 — 2—information is transferred from the sub-
system 1 of thesystem (1 + 2) to the subsystem 2; (¢) 1 —
(1 + 2)—information istransferred from the subsystem 1 of
the system (1 + 2) to the entire system (1 + 2).

ments, and the last class is associated with modern
approaches to problems of quantum computations and
quantum teleportation.

This paper is organized as follows. A description of
the physical content of coherent information and the
corresponding basic relationsisgivenin Section 2. Sec-
tion 3 isdevoted to adescription of the basic definitions
and the technique of superoperator representations. The
set of physical systems and the corresponding quantum
channels is discussed in the next sections according to
the classification presented in Fig. 1. The exchange of
coherent information between the quantum states of a
two-level atom (TLA) in a resonant laser field in two
different momentsin time (Fig. 1a) isdiscussed in Sec-
tion 4. The same type of channel (1 — 1) isanalyzed
in Section 5 for a multilevel system, consisting of two
systems of sublevels, for the example of the hydrogen
atom. Section 6 examines the exchange of coherent
information between two different quantum systems. It
includes exchange between (1) two TLA coupled by a
unitary transformation (Fig. 1b), (2) two TLA coupled
via the procedure of quantum measurement (Fig. 1b),
(3) an arbitrary system and its duplicated formed as a
result of the quantum duplication procedure (Fig. 1c),
(4) TLA and the field of the electromagnetic vacuum
(Fig. 1b), and (5) two TLA coupled via a photon field
of the vacuum (Fig. 1b). The basic results of this work
are summarized in the conclusions.
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2. QUALITATIVE MEANING OF COHERENT
INFORMATION AND ITS RELATION
WITH SHANNON’S INFORMATION

The classical measure of Shannon’s information
with error-free transmission of all possible values of a
quantity x, which assumes M values, is given by | =
log,M , which for the given choice of the base of the

logarithm it is conventionally assigned a “bit” as the
unit of measurement. If the transmitted values x have
different probabilities and are described by the proba-
bility distribution P(x), then the definition presented is
applicable not directly to x but to an ergodic sequence
X (k=1, ..., n) of statistically independent copies of x
with the probability distribution P(x,) - ... - P(x,). In
this case, asymptotically for n —» o, the set of
sequences of nonzero probability consists of M,, = 2'SP)
approximately equally probable values, and one sym-
bol corresponds to information (log,M,)/n = p),
where SP) = - P(X)log,P(x) is the Boltzmann
entropy. This result, which, specifically, plays a funda-
mental role in statistical physics, gives the basis for
assigning the value | = §(P) to the information obtained
with error-free transmission of all values of x with
probability distribution P(xX). If errors are possible in
transmission, then such a nontrivial information trans-
mission channel is described by a conditional probabil-
ity distribution P(y|x) of the values of the output vari-
able y for afixed value of the input variable x. In this
case, for long ergodic sequences the specific error-free
transmitted information is described by the reciprocal
Shannon information:

I = S(Px) + S(Py) - S(ny)

2
= S(P) - ¥ SIPYIXIP(XY. @

Here P,, Py, and P, are, respectively, the probability
distributions for theinput x, output y, and the pair (X, ).
The first relation in Eqg. (2) indicates the symmetric
(reciprocal) character of Shannon’s information with
respect to input and output. The second relation gives
the information as the difference of the entropy of the
output variable y and the average value of the entropy
introduced by the channel into the value of y for the
transmission of agiven asymbol x. The meaning of the
latter relation ismost transparent for achannel in which
the transmitted values x are represented in transmission
by nonoverlapping subsets M, of the values of the quan-
tityy I M, i.e, thedistortionsreduceto scatter of the
output variable y in the regions M,. The transmitted
information is described, in this case, as the difference
of the total entropy of y and the average entropy of the
subsets M,..

The initial definition of the coherent information is
the relation I, = log,dimH, where H is the Hilbert
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space of the states of the input quantum system, all
states of which are transmitted without distortions. The
natural term for the unit of quantum information is the
term “qubit,” corresponding to a two-level quantum
system with dimension dimH = 2, that is used in the
theory of quantum computations. The fundamentally
new element of the theory is the quantum character of
the transmitted information, which is described by an
arbitrary coherent superposition of the basic elements.
If the statistical distribution of the input states is
described by the density matrix p;,, then on the basis
of considerations similar to those described above, with

error-free transmission of quantum states Y O H the
measure of quantum information is the von Neuman

entropy |, = §(pi,) where

S(p) = ~Trplog,p

is the direct operator generalization of the expression
for Boltzmann's classical entropy. The simplest chan-
nel implementing error-free transmission of informa-
tion is, for example, the dynamical quantum evolution
of aclosed system considered at two momentsin time,
t=0andt=0.

For a quantum channel with distortions the input
state is represented as a linear transformation of the
input state Poy; = 6 Pi,. The superoperator 6 of the
channel is analogous to the conditional probability dis-
tribution P(y|x), considered above, of aclassical chan-
nel. The guantum generalization of the Shannon defini-
tion (2) is constructed on the basis of the second rela-
tion, in which the first term—the quantum entropy of
the output—has a unique quantum generalization in the
form of the corresponding von Neuman entropy. The
second term, describing the entropy introduced by the
channel—the so-called exchange entropy S—should
give in the quantum case with error-free transmission,
i.e., for the identity superoperator 6 = ¢, a zero quan-
tity, and for a pure state at the input (analog of the clas-
sical deterministic state) it should be identical to the
entropy at the output, which in this case is determined
only by the entropy introduced by the channel. These
reguirements can be satisfied by considering instead of
the input quantum system its expansion H ® H', where
the variables H' do not interact with the channel vari-
ables, but rather the state pp in the aggregate system is
pure and such that after averaging it gives the initial
state P;, [2]. This procedure of replacing the initia
guantum system is called “purification” of the mixed
guantum state. The corresponding transformation, per-
formed by the channel on the composite quantum sys-
tem, hasthe form € ® %, where $ corresponds to con-
stancy of the variables of the additional system, and the
resulting exchange entropy is identified with the
entropy of the transformed composite system. The spe-
cific form of the purified statein H ® H, i.e,, with the
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choice H' = H, is explicitly contained in the formula,
obtained in [3], whence follows

Pe = ZMHDHIDH*DH*I, ©)
i

where p;, |if] and | are the eigenvalues and the
right/left eigenvectors of the density matrix p;,, and
li*Oand 0* | denote the complex-conjugate vectors.
The purified state is combined, therefore, from the
input system and its “mirror image.”2 The correspond-
ing exchange entropy has the form

S = S(pa), (4)

where

P = (€0 F)pe. ©®)

The transformation 6 in the information channel, in
general can describe the transfer of information to the
output system with a different Hilbert space of states
Hy Z H.

For physical applications it is important to give an
adequate physical interpretation of the density matrix
(5) introduced in[3] and the density matrix, determined
here, of the purified state (3), which initialy appear
from the above-described mathematical considerations.
The expression (3) describes the combined state of the
system consisting of the input and the mirror image,
from which the quantum-mechanical state of the sys-
tem input—output appears after transmission along the
channel. In the classical theory the conditional proba-
bility P(y|x) of the output with fixed input and, simul-
taneously, averaging with the distribution P(x) over the
states of the input correspondsto the state (5). The con-
ditional distribution isrepresented by the superoperator
%, and averaging over the input is represented in the
structure of the wave function

We = 5 Jpliti*g

corresponding to the purified state (3). This two-parti-
cle stateis entangled, i.e., it does not reduce to a statis-
ticak mixture of density matrices of the type
|W; id; [Mih; |y |, corresponding to pure states in the
form of direct products|; [i¢; Cof single-particle states.
Its purely quantum fluctuations reproduce the fluctua-
tions of amixed nature, which are described by the den-

sity matrix p;,, determined in the first space in the
direct product H ® H. Therefore the density matrix (5)
describes the state of the input—output system, where
actually the input is replaced by the mirror-conjugate
representation (see footnote 2). It determines the

2 Compared with [3], here the complex conjugate, necessary for
invariance of representation under study relative to rotations in
subspaces corresponding to degenerate eigenvalues of the density

matrix, is added. For real matrices p;, with a nondegenerate
spectrum, this refinement is not essential.
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exchange entropy in the channel and, on the basis of its
physical meaning, is qualitatively different from the
standard one-time density matrix, since the correspond-
ing nonzero entropy appears only as a result of the
transformation of the input state accompanying trans-
mission along the channel. In the absence of distortions
in the channel, in contrast to the standard two-particle
density matrix, it always correspondsto apure state and
zero entropy.

3. BASIC DEFINITIONS
AND THE SUPEROPERATOR

REPRESENTATION TECHNIQUE
For purposes of the present paper, it is especialy
effective to use a combination of the technique of sym-
bolic and matrix representation of superoperators[6]. The
most genera representation of a superoperator transfor-

mation isintroduced by the symbolic expression

€= 3 @Io k0 ©)

where the substitution symbol © must be replaced by an
operator of the transformed physical quantity or the
density matrix, while g, describe an arbitrary vector
basis in Hilbert space H where the transformed opera-
tor is defined. To describe physically realizable trans-

formations of the density matrix p, the operators §,,
must satisfy the positivity conditi onof the block oper-

ator S = (3,) and the orthonormality condition

Tr§g =3y, (7)
which ensures the required normalization for all nor-
malized operators p with Trp = 1.

Using the symbolic representation (6), it is possible
to obtain the corresponding expression for the product
of the superoperators €, and 6., whence it is possible
to give a symbolic representation of the superoperator
algebra. For the case §,, = |k | we obtain a represen-
tation of the identity superoperator $, and for §, =
|Kk|dy we obtain the representation of the quantum
reduction superoperator

R =Y KK © KIK.

The case §,, = 9y describes the superoperator of taking

the trace Tro, which is alinear functional in the space
of density matrices. The correspondence between the
matrix form S= (S,,,) of the representation of the super-

operator € in the orthonormal basis &, and the repre-
sentation (6) is given by the relation

Sa = G(K) = STy ke, (8)

3 The operators §y O 1 must be introduced in order to check posi-
tivity completely [7].
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whose validity can be easily checked after substituting
into the expression (6) and comparing with the standard
definition of the matrix elements by means of the rela-
tion

(6@“ = Z Smném-

The exchange entropy in the expression (1) for
coherent information is determined by the relation (4),

where the combined density matrix p, of the input—

output variablesisdescribed in accordancewith [3] and
Eq. (5) by the relation

Pa = > 6lpillp;)) O |p 7. (9)
i

Here |p,(F ﬁil,ﬁ“ |i Care the transformed eigenvectors of

the input density matrix
Pin = Zpi“DEL

|p’ Oare the complex conjugates of |p;J and €6 is the
input—output transformation superoperator, so that
Pout = 6 pin describes the density matrix of the output

variables. Using the superoperator representation in the
form (6) and the above-defined eigenvectors [i[] the
density matrix (9) becomes

Pa = 3 (Pip)™8; O Ip¥ IR, (10)
ij

where the operators §; arethe states of the output vari-
ables. Both theinput and output partial density matrices
can be represented as traces over the corresponding
additional system: Pout = TrinPa s Pin = TroutPa -

To describe exchange of coherent information
between two quantum systems via the quantum chan-
nels, shownin Figs. 1b, 1c (1 — 2or 1 — (1 + 2))
theinitial combined density matrix must be giveninthe
form of adirect product p; ., = pin ® P2, Where p;, =
P, and p, describestheinitial partial density matrices,
where the first one describes the input and the second
describes the output channel. For a channel of the type
1 — 2 the output are states of the second system,
which contain information about the initial state of the
first system, if a certain transformation over both sys-
temsis satisfied.

The temporal dynamics of the composite system
(1 + 2) isdescribed by the superoperator 6, ., ,, and the
corresponding superoperator transformation of the
channel Py, =€ Pi, can bewritten as

€ = Tr,€,.5(0 0Py,

where the trace is calculated over the final states of the
first system. In terms of the representation (6) for the
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composite system this transformation can be described
as

€= 3y WS nlnTKIBATK © I

KkIA n

(11)

where the multiplicative basis |k[kOis used, and the
indicesk and k correspond to thefirst and second quan-
tum systems. The operator coefficients §, in Eq. (6)
now assume the form

Sq = Z z (]S, 1A INCIK oA D] (12)

KA n

Here € depends on the form of the combined dynami-
cal transformation €, . , and on the initial state p, of

the second system, and it maps the initial states of the
first system into the final states of the second system.

Ordinarily, it is much easier to calculate the one-
time amount of information, since the input—output
density matrix is simply a one-time density matrix of
the corresponding variables, which is calculated
directly from the dynamical equations. For one system,
the corresponding channel is described by the single
superoperator $ and the corresponding calculations are
trivial: for the combined input—output density matrix
(9) we obtain the pure state

Pa = leiﬂb?Dzmi*IE)jl,
i j

and the corresponding exchange entropy S, = 0 and
coherent information I, = §,; = S;. For two systems,
where the input—output density matrix isacombined den-
sity matrix P, . » , the corresponding coherent information
in the system 2 about the system 1 a thetimet is

l(t) = S[PAt)] = S[P1+2(V)]-

When the dynamics is described by a unitary transfor-
mation and theinitial state of the second systemis pure,
all eigenstates |iof the first system transform into the
corresponding set of orthogonal states W,(t) of the com-
posite system (1 + 2), so that the combined entropy
remains unchanged, and the coherent information
becomes

I(t) = S[p()] - pu(0)].

If the initial state of the first system is also pure, then
we obtain simply I (t) = §p, (t)]. For aTLA this gives
| = 1 qubit, if the maximally entangled state is attained
in a system of two qubits.

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 91

909

\¥
\\\\\\\\\\\

M

Fig. 2. Coherent information transferred from the initial
stateof aTLA att = 0 state at the moment t > 0 asafunction
of the dimensionlesstime I't and the Rabi frequency Q/T .

4. TWO-LEVEL ATOM
IN A RESONANT LASER FIELD

We shall consider the exchange of coherent infor-
mation between the states of a TLA in aresonant laser
field at two different times (Fig. 1a).

An example of a channel of this type was examined
in [3], where only pure dephasing in the absence of an
external field was studied. In the presence of afield and
other relaxation mechanisms, the calculation of coher-
ent information on the basis of the Markov approxima-
tion can be performed in the most general form by cal-
culating the combined density matrix (9) using the
technique of matrix representation of dynamical super-
operators. One question of interest is the form of the
dependence of the coherent information on the applied
resonant field.

An externa field changes the characteristic decay
rates of theinitial state of a TLA, which are described
by the real parts of the eigenvalues A, of the dynamic
Liouville operator & = &, + &, where the Liouville
operators &, and & describe relaxation and interaction
with an external field. Here we confine our attention to
relaxation represented only by pure dephasing in com-
bination with the action of a laser field. The corre-

sponding Liouville matrix in the operator basis &, =
{1, 63, 6,, 6,} hastheform [§]

O O
I':EOO—FOH a3
O O
0o-Q 0 -r O

where I" describes the rate of decay of the phase in the
absence of the field, Q is the Rabi frequency, and G,,

0,, and G5 are the Pauli matrices. The eigenvalues of
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the matrix (13) have the form
A = {0, -, (I + JF?=4Q%/2,
~(F = T?-4Q%/2}.

The laser field changes these quantities compared with
their unperturbed values 0, I, —I", and O.

It is of interest to determine whether or not such a
change in the decay rates results in a decrease of the
decay rate of the coherent information, though from
intuitive considerations it can be inferred beforehand
that an information gain is possible only in the case of
another effect related with the laser field—decrease of
the relaxation parameters of the relaxation superopera-
tor &£, itself [8-11].

Calculating the matrix of the dynamical superoper-
ator 6 = exp(£t) and using the corresponding repre-
sentation (6), we obtain an analytical expression for the
combined density matrix (9) and then [using Egs. (4)
and (1)] we calculate the coherent information retained
inthe TLA at thetimet relative to itsinitial state. The

latter is chosen in the form of the density matrix po =

| /2 with maximum entropy S(p;,,) = 1 qubit. The com-
putational results are displayed in Fig. 2. They are
described by athreshold-type time dependence, typical
for coherent information limited by coherence loss pro-
cesses. In addition, it is clearly seen that the coherent
information does not increase, and it even decreases
somewhat with increasing field intensity, as described
by the corresponding Rabi frequency.

The results presented demonstrate also the singul ar-
ity of the first time derivative of the coherent informa-
tion at timet = 0, which isacharacteristic feature of the
initial stage of its decay. Indeed, initially the input—out-
put density matrix (9) of a TLA has the form of a pure
state p, = WW* with the input—output wave function

w=5 ,/p |iliC Its eigenvalues A, and the probabili-
ties of the corresponding eigenvalues are al zero,
except the one corresponding to W. As a result of the
singularity of the entropy function  (-A,)log,A, a
A =0, the derivative of the corresponding exchange
entropy also possesses alogarithmic singularity.
Another interesting feature of the coherent informa-
tion is the form of its dependence on the initial (input)
state p;,. If it were possible, it would make sense to

choose it in the form of the characteristic Liouville
operator

4
Pin = z Kmin[
=1

where |k.;,0is the eigenvector corresponding to the
minimum eigenvalue |[ReA,| > 0 of the matrix L. How-

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

GRISHANIN, ZADKOV

ever, the vector |k.;,Cequals{0, (I + J/T*-4Q%)/2Q,
0, 1}, i.e., it describes an element of the linear subspace
of operators with zero trace, since the first component
is zero. Therefore the decay of coherent information
cannot be decreased by decreasing the rate of decay of
the coherence of the atomic state in alaser field.

5. EXCHANGE OF COHERENT INFORMATION
BETWEEN TWO OPEN SUBSYSTEMS
OF A SINGLE SYSTEM

Let us consider the quantum channel of the type
1 — 1 (Fig. 1a) between two open subsystems A and
B of a single closed system {A, B} with the Hilbert
space of states H, + Hg, where H, and Hg are the Hil-
bert subspaces of the systems A and B, respectively, and
the “+" sign is used to denote alinear union.

In classical information theory this situation corre-
sponds to transfer of only the part A O X of the values
of the input random variable x 0 X. The realization
where the detector does not obtain any message aso
carries information and means that x belongs to the

complement of A, x O A. This situation can be
described by the corresponding transformation of the
choice 6 = P, + Po(1 — P,), where P, is the projection
operator from X onto the subset A, P.x=xfor x 0 Aand

P =0 (empty set) for x 0 A, while P, is the projec-
tion operator from X onto an independent single-point
set X, and Pyx = X,. Thistransformation correspondsto
the classical reduction channel, which results in infor-

mation losses, only if A does not consist of only one
point. If Aisonly point, then it is possible to obtain a

potential limit of information equal to 1 bit, because A
replaces the second state of the bit, so that actually no
information islost.

In quantum mechanics the corresponding reduction
channel is described by an obvious generalization of
the classical selection operator—the sel ection superop-
erator

€ = PpO Pa+ [0O0|Tr(1—-Pa) © (1-Pa), (14)
where the state |00is the quantum analog of the classi-
cal one-point set, which does not depend on all the
other states. This transformation is positive and pre-
serves the normalization of the density matrix, describ-
ing adequately the exchange of coherent information
between open subsystems of a single system. The last
term in Eq. (14) expresses conservation of normaliza-
tion, provided that all states outside the set of B states
areincluded. In our case these states are all included in
the form of the projector |OMD|, which does not take
into account their coherence. In contrast to the classical
one-bit case, for aTLA they do not carry any coherent
information because of the complete loss of coherence.
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Considering the coherent information transmitted
from one part A to the part B of a system, whose state
depends on time, we are dealing with asuperoperator of
this channel of the form

Gas = G6o()6a, Go(H) = UM QUML) (15)

with a unitary temporal resolution operator U(t) and
selection superoperators 6, and 6 of the subsystems
A, B. Here the selection superoperator 6, is presented
only for the possibility of determining the complete
superoperator of the channel irrespective of the form of
the input density matrix. However, if the input density
matrix p;, is determined only in the corresponding
subspace H, of the complete space H, this superopera-
tor can be dropped.

Let us assume that the dynamical evolution of the
systemisgiven by aset of eigenstates [k Cand the corre-
sponding Bohr frequencies w,. Then, representing the pro-
jectorsin terms of the corresponding input | Cand output
|, [vave functions, we obtain from Eq. (15) the represen-
tation of the temporal evolution specified in the form

Cust) = {én-(t) + |OCI0|

I"oA

x Z El>mIlIJ|(t)D]I|J|-('[)|f1>mﬂ} W D

mOB

(16)

St = Z () (1) LT (0) ) 1 L0 1D ]

mm OB
Wi®D= " exp(-iw,t) T 0k0
k

Let us consider the case of an orthogonal choice of sub-
sets of input/output wave functions, which is of specia
interest. Then, if thereis only one common state |@Cin
the sets |y [ |d,,0and U(ty) = 1 for atime t,, we abtain
the expression

€ nelto) = TP © |} + 00| [ © [Or]
Om?

which means that the input system reduces to a classi-
cal bit of information, associated with the states |¢@land
|OC)and no coherent information is transmitted into the
system B. Nonetheless, it appearsin the process of tem-
poral evolution, provided that the eigenstates |k of the
operator U(t) are different from the input/output states
[ ) 9,00 Therefore, the information capacity of the
channel is due to the quantum entanglement of the
input and output on account of the corresponding con-
tribution to the Hamiltonian systems.

To illustrate the exchange of coherent information
in the channd of the type described, we shall consider
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Fig. 3. Spinless model of the hydrogen atom. The informa-
tion channel is formed from the input forbidden (Nflm —
n'l'm’) transition 100-200 and the output dipole-active tran-
sition 100-210.

the typical intraatom channel formed by two two-level
systems constructed from two pairs of orthogonal states
A={|Woll Y, [ and B = {|up L], [ of the same atom.
As an example we shall use the spinless model of the
hydrogen atom (Fig. 3): ), is the ground s state with
n=1, Y, , correspond to the s state with | =0, m=0
and the p state with | = 1, m= 0 of thefirst excited state
n=2.

In the absence of an external field the quantum
channel does not transmit any coherent information,
sincethestates| =0, m=0and| =1, m=0 are not cou-
pled. In the absence of an external electric field applied
along the Z axis, the desired pair of four initially degen-
erate states with n = 2 splits as a result of the Stark
effect and transforms into a pair of new eigenstates

[10="(|y,0+ |'~|J2[J/«/éa |20= (|p,0~ |'~|»'2D/«/é

and theinput state| = 0 oscillates with the frequency of
the Stark shift:

[W.(O0= cos(at) W, [H sin(wt) WLl

Therefore, on account of the applied electric field, the
input states become entangled with the output states,
which as a result contain coherent information about
the input states.

In our model, Eq. (16) givesthe operators §,, inthe

form of a 3 x 3 matrices, where the third columns and
rows correspond to afictitious “vacuum” state |OC

) @100@L ) §OSin(oost)O§
S, = S, =
11 D000 12 DO 0 0D
0ooon 0o 0 00
O O
g 0 o00p
Sn = Usnwt 000U
O
0o 0 000
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Ho 0 o =
5% =gosn’(wl) O °
0 0
0o 0 cos (wst)

Zero values of the operators §,, and §,, correspond to
the absence of coherent information at t = 0, i.e, the
absence of entangled states. Choosing the input density
matrix intheform p;, = 1 /2, we obtain the correspond-
ing input—output density matrix:

01 X O
0=00 = 0 O
o000 g
DOOOOO 0 i
000000 0 [
f’uzgx X2 Er
=00=0 O
O O
Dz 2 U
goo0oo0o00 0 [
] 1-x O
DOOOOO 5 0

where x = sin(wg) and the output density matrix Poy is
diagonal with diagonal elements 1/2, x%/2, and (1 —
x?)/2.

Cadculating the nonzero eigenvalues (1 + x?)/2 for
P, andtheentropies S, and S,, we obtain the coherent
information

I, = [(1+x%)l0ga(1 + X*) — X*logz(x%)]/2.

This function is greater than zero everywhere with the
exception of the point x = 0, where the coherent infor-
mation is zero, and its maximum is one qubit with x = 1,
i.e., for the precession angle wy = £172. Henceit is evi-
dent that the coherent information about the states of
theforbidden dipoletransition isin principle accessible
viathe dipole transition using the Stark effect. Its aver-
age valuein timeis .= 0.46 qubits.

The estimates made above indicate the potential
possibility of observing experimentally the coherent
effects due to the influence of the forbidden electronic
transition on a dipole transition. Forbidden transitions
were studied in [12, 13] as a potential source of infor-
mation about the breakdown of spatial symmetry dueto
an interaction via weak neutral currents [14, 15]. If
I. =0, then in principle only an incoherent effect of a
forbidden transition via the population of the ground
state ng is possible. In this case only one parameter—
the population—can be measured, while the exact
knowledge of the phase requires|. = 1.
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6. EXCHANGE OF COHERENT INFORMATION
BETWEEN TWO CLOSED QUANTUM SYSTEMS

A variety of results associated with the exchange of
coherent information between two atomic qubits,
including analysis of the problem from the standpoint
of the measure of quantum entanglements [16], analy-
sis of the problem of eavesdropping [17], and a set of
various experiments proposed in order to create a con-
trollable entanglement in a system of two atoms [18,
19], has been published in the last few years. From the
information  standpoint  coherent  information
exchanged in a system of two TLA coupled by a quan-
tum channel depends on the specific form of the trans-
formation realized by the quantum channel as well as
on the initial states of the TLA. It is natural to take as
the initial state the product of independent density
matrices of the atoms. p;., = Pin 0 P2

In this section we give a systematic analysis of the
processes |eading to exchange of coherent information
between two initially independent quantum systems.
The following are included: (1) two unitarily coupled
TLA (Section 6.1), (2) two TLA coupled by the quan-
tum measurement procedure (Section 6.2), (3) an arbi-
trary system and its duplicated state (Section 6.3),
(4) TLA and a photon field in free space (Section 6.4),
and (5) two TLA interacting via the vacuum photon
field (Section 6.5).

6.1. Two Unitarily Coupled Two-Level Atoms

We discuss first a noiseless deterministic quantum
channel coupling two TLA (Fig. 1b). It can be
described by a unitary two-atom transformation, given
by the matrix elements Uy; i, K, i, K, i'=1, 2. Thenthe
superoperator of the transformation of channel 6, giv-
ing the mapping Pi, —> Pou = P2, Can be written in
terms of the substitution symbol using the relation (6)
with the operators

gkI = z S(I,pvluml’
pv

represented in accordance with Egs. (8) and (12), by the
matrix elements 6 in the form

S(I,pv = zpzuBUmp,kch:w,IB-

ma 3

(17)
The relation
Tr§, = stl,uu = 9y
u

holds and gives the correct normalization, and the pos-
itiveness of the block matrix

Og . g, O
(8) = D?ll ?12 0
0Sy S U
guarantees positiveness of 6.
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For atransformation of theform U = U; ® U,, which
does not lead to the creation of entangled states, Egs. (6)

and (17) give 6 = p, Tro, which signifies a transfor-
mation of the initial state p; of the first TLA into the
fina state, which is not entangled with the state p, =
U,p, U, of the second TLA.

Relation (17) can be simplified by considering pure
states P>, so that in combination with the possibility of
choosing an arbitrary transformation U without entan-
glement it isuseful, specifically, to single out especially
the case of the state p,eg = Oqpdqq, - Taking account of

the linearity of the dependence of S, ,, on p, and the
convexity of the coherent information I, asafunction of
% [20], the analysis of Eq. (17) can be reduced to anal-
ysis of therelation

sd,uv = zumu,kuo r’;w,ltxO’ (18)
m

which means that the quantum channel is described
only by a unitary transformation U. Here the summa-
tion extends only over the states [mCof the first atom
after the entangling transformation.

The coherent information transmitted, in the present
system of two coupled TLA with

JP2)l1—(P2)ui]

isshown in Fig. 4. It is a convex function of p, with a
maximum at the boundary, p;, = 0.1. Just asin the case
of one TLA, the coherent information preserves the
typical threshold character of the dependence on the
coupling angle, which describes the degree of coherent
coupling of two TLA with respect to independent fluc-
tuations of the second TLA.

Pin = |A/2a (P2)1 =

6.2. Two Two-Level Atoms Coupled
by the Quantum Measurement Procedure

We shall consider aspecia type of quantum channel
coupling two TLA,*which can be described by a super-
operator 6, defining the quantum measurement proce-
dure. This procedure is related with a different
approach to defining the quantum information [21],
based on the so-called measured information.

Let us consider first a channel consisting of two
identical two-level systems. In terms of the wave func-
tion the corresponding transformation of the complete
measurement of the state of the first TLA has the form

W06~ Yalalod a = @WI (19

41n reality, the results of the present section are valid not only for
two TLA but also for any quantum systems with finite dimension.
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Fig. 4. Coherent information transmitted between two TLA
coupled by a unitary transformation, as a function of the
matrix element pq4 of the diagonal initial density matrix of
the second TLA and the procession angle ¢ = Qt.

This transformation describes the entanglement of cer-
tain basis states |q [ which does not depend on the ini-
tial state ¢ of the second TLA. Thelatter isan indicator
of the measuring setup, preserving completeness of
information on the basis states in the initial state Y =

a|@l] Relation (19), given in the form of a single-

valued transformation of the wave function, inreality is
not alinear transformation with respect to ¢ and there-
fore cannot represent a deterministic transformation,
not being unitary. The corresponding representation in
terms of the two-atom density matrices has the form

ﬁlzszﬁhlﬁbjlﬁlzlcpj%%%[ﬂmlﬁm- (20)
i

Itislinear with respect to p,, and satisfies the standard
conditions of physical realizability [7, 20], i.e., com-
pletely positive and preserves normalization. The den-

sity matrix has the form Zpikp[]]:g[[&)iﬂfm, so that

Sp12) = 9P, ), and in accordance with the relations of

Section 3 the one-time coherent information is zero.
This is due to the classical nature of the information,
represented here only by the classical indicesi.

The quantum transformation superoperator cou-
pling two TLA in the case of atwo-time channel can be
obtained from the relation (6) with 5, = |@.[D,|d,
k] — | and |kO— |@ L} which after taking the
trace with respect to thefirst TLA and replacing p;, by
the substitution symbol © becomes

M = Isle’l |::k®, (21)
2

where Py = |@.,| are orthogonal projectors, repre-
senting the eigenstates of the “indicator” variable of the
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second TLA, and Ex = |@.[1%, | describesthe orthogonal
expansion of unity. It is constructed from the same
operators, giving here the transformation of the quan-

tum-classical reduction Tr,Ex © = [@] © |@L) which
gives the procedure for obtaining the classical informa-
tion k from the first system. Applying the transforma-
tion (21) to p;,, and using Eg. (9), we obtain for the cor-
responding output and input—output density matrices

Z Plo I,
K

Pout =

22
pa = 3 BulmdIm I,
k

where
P = [DdPlaD= " pil il

are the eigenvalues of the probabilities for the reduced
density matrix, and

I 0= Z Bl PO

are the normalized modified input states, coupled after
the quantum measurement procedure with the output
states |@ L)1t should be noted especially that, asfollows
from Egs. (22), there is no exchange of coherent infor-
mation in the system, since the vectors |@ [are orthog-
onal and the entropies of the density matrices (22) are
obviously the same. Conversely, the measured informa-
tion, introduced in [21], in this case is different from
zero.

There is no difficulty in extending this result to the
case of a channel of a more general form, where the
output system has a structure that is different from the
initial system and is described by a different Hilbert
space. The latter difference is taken into account by
replacing in the preceding relations the basal states |@[]
of the second system by adifferent orthogonal set |¢; (=
V|q@Lwhere V is the isometric transformation from the
Hilbert space of the states H, of the first system into a
different Hilbert space H, of the second system. After
simple, obvious transformations, we obtain the same
final result—the absence of coherent information trans-
mitted in such achannel. Thisresult is characteristic for
coherent information, in contrast to other information
approaches (see, e.g., [21]).

It is of interest to discuss guantum-measurement
transformations of amore general type, specifically, the
procedure of indirect (generalized) measurement, first
introduced in application to problems of the theory of
optimal quantum detection and measurement in [22],
and in a more general form of the nonorthogonal

expansion of unity € (d\) in [23] (€ (dM) is the equiv-
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aent of a positive-definite operator-valued measure
(POVM), used in semiclassical variants of quantum
information theory and quantum theory of optimal
detection/measurement [5, 24, 25]). The corresponding
transformation of the indirect measurement is obtained
by averaging the transformation of the direct measure-
ment, applied not directly to the system of interest but
rather to its combination with an arbitrary independent
system. In the general case the indirect measurement
superoperator can be represented as

M = zﬁqTr%q@, (23)
q

where P, describe an arbitrary set of orthogonal pro-
jectors, and %q is a general nonorthogonal expansion

of unity in the space H (POVM). We note that €4 =
|1 | describes the case of a “pure” POVM, first
introduced precisdly in thisform in the quantum theory
of detection/measurement [22]. It corresponds to a
complete measurement in H ® H, with the choice of the
singular density matrix for the initial state of an auxil-

iary independent system pp. = 8,00

In Eq. (23) the classical index q representstheinfor-
mation exchange between theinitial state and final state
of the output. Since the number N, of values of g can be
greater than thedimension dimH, it can be inferred that
a definite amount of coherent information might be
attained as a result of this excess. The corresponding
output and input—output density matrices have theform

f)out = quﬁ)(h
| (24)
Pa = S JpipyHléalitPa I i,

qij

where bq = Tr'éq i, describe the probabilities of
states determined by indirect measurement. For the
case of complete indirect measurement, based on the
guantum analog [2] of the classical theorem of no
increase in information in successive transformations
of data and on the above-proved result concerning the
complete direct measurement, it is not difficult to sub-
stantiate theoretically and confirm by numerical calcu-
lationsthat it isimpossible to obtain coherent informa-
tion. Therefore, to obtain as aresult of a measurement
procedure a nonzero amount of coherent information it
IS necessary to use incomplete (“soft”) quantum mea-
surements which require an independent, more detailed
investigation.

6.3. Quantum Duplication Procedure

In counterpoint to the above-studied dequantizing-
type measurement procedure, determined by the trans-
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formation (20), which completely destroys coherent
information, here we shall examine atransformationin
achannel, shownin Fig. 1c, which preserves the coher-
ent information:

P12 — P12 = Z EmTrzf)lszj[Im[]kﬁ[”ijmij
i

It does not ignore the phase relations between the vari-
ous @ because of the use of the off-diagonal matrix ele-

ments of the input density matrix p; = Pin -
For theinitial density matrix intheform of aproduct
Pin ® P,, interms of the transformation p;, — P1

from H to H ® H the corresponding superoperator has
the form

2 =% loln e @@ © o0 (25
i

This superoperator determines the transformation of a
coherent measurement in counterpoint to an incoherent
measurement, studied in [21]. The transformation of the

coherent measurement converts p;,, intoan p, -indepen-
dent state

Pout = P12 = Zﬁhlﬁml%ﬂkﬂ%m@jlﬁml, (26)
i

which resultsin duplication of the eigenstates ¢ of the
input by the same states of the indicator variable

k = kaﬂm

The pure input states transform into pure states of the
composite (1 + 2) system by means of duplication of
the indicator states:

b Y Delas

which repeats the mapping (19), which gives a multi-
valued description of the corresponding superoperator
transformation. Of course, only theinput states equal to
the eigenstates ¢, of the chosen indicator variable are
duplicated without distortion as a result of the incom-
patibility of the nonorthogonal states; this is the basic
theorem of the impossibility of quantum cloning [26].
The entropy of the output state with density matrix

(26), possessing the same matrix elementsas p;, , obvi-
oudly isidentical to the entropy of theinput state, S, =

Sn = 9pin], on account of the conservation of the
coherence of all pureinput states.

For combined input—output states the transforma-
tion (25) leadsto the density matrix (9) inthe spaceH ®
H ® H of theform

Pu = ZI@KEB(PKEUZHIEDI O /PP XXl (27)
K
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where p, and [x,Care the same as above; this makes it

possibleto construct aspectral expansion of the density
matrix in the form

Pin = Zbkaka
K

Keeping in mind the fact that the first term of the tensor
product in Eq. (27) isaset of transition projection oper-
ators Py, PrPmn = 8,,Pkn, itiseasy to provethe alge-
braic rule used for an arbitrary scalar function f:

~ . [ n n
f@zpm g RkE: ZPH O f(R)u,
Kl

ki

where R = (R« ) isablock matrix, and

~ ~ O ~
Trf§ Pu 0 Ry = Trf(R).
O
kl

Here R = (/PP XK/, which equals simply

| XK | [ with ||X T4 = /Py X, Since this corresponds to
avector in the space H ® H. The eigenvalues A, of this
matrix are{ 1, 0, 0, 0} with asingle nonzero eigenval ue,
corresponding to the vector ||x I

A calculation of the exchange entropy gives S, =0
and therefore |, = S,. This means that the quantum
duplication procedure does not decrease the volume of
coherent information in the channel 1 — (1 + 2) irre-

spective of whether or not theindicator k iscompatible
with the input density matrix, i.e., [k, pin] = 0.

If the channel considered is reduced to the channel
shown in Fig. 1b and studied in the preceding section
by taking the trace over the first or second system in
Eqg. (26), we obviously arrive at the measuring proce-
dure examined in Section 6.2. As aresult, we can con-
clude that coherent information is not associated with
each system separately, i.e., it is strongly coupled with
both systems. The specific nature of the quantum infor-
mation, studied above, can be used, specificaly, in
algorithms for correcting quantum errors [27] or for
producing stable entangled states [28].

6.4. Two Level Atom-Vacuum Field Channel

We now consider theinteraction betweenaTLA and
a vacuum electromagnetic field, i.e., the process of
electromagnetic emission, as an information channel
(Fig. 1b), which compared with aTLA in agiven laser
field (see Section 4) introduces a new object—the pho-
ton vacuum fiel d—as the output.

For this purpose we shall employ a reduced model
of the field based on the reduction of the Hilbert space
in the Fock representation (Fig. 5). In a more general
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Fig. 5. Structure of the compound Hilbert space of the

atom—field system. For the vacuum initia state of the field

both atomic states and only two Fock states of the field (J0O
and |10 areincluded in the dynamics of the atom-field com-

posite system, which can be defined by only two states
[OCJ1EL, and |1G}|OC) described by time-dependent functions
Wo(k, A) and cq, respectively.

terminology, this problem corresponds to the problem
of the dynamics of theinteraction of atwo-level system
with amultimodal system of linear oscillators[29]. The
solution of the latter problem on long-time scales, to
which we shall confine our attention here, corresponds
to the standard description of the emission of a single
photon. Moreover, for purposes of information analysis
of asystem consisting of an atom and afield, thereisno
need to describe the coherent dependence of the wave
function Yy(k, A) of the photon on the photon wave vec-
tor (and polarization), since only thetotal probability of
emission of the photon isimportant.

In the basis of states of the free atom and the Fock
states of the free field for a vacuum initial state a, =0
we obtain from the relation (18)

— *
le,pv - Zumu, kOUmv,IO!
m

where the Greek indices are used to denote states of the
photon field, which in general correspond to the num-
ber of photons and their spatial coordinates or wave
vectors. The calculation of this superoperator, per-
formed on the basis of a unitary matrix of the temporal
evolution of the atom-field system with matrix ele-
ments Up,, o, ISillustrated in Tables 1 and 2.

Choosing Yy(k, A) as the basis element of a single-
photon subspace of states of the field reducesthe matrix

GRISHANIN, ZADKOV

S4, w Of the superoperator to anonoperator transforma-
tion matrix, which in terms of the matrices §,; has the
form

(28)

g

11
(|

)

where |c,]> = exp(—yt) describes the decay of the popu-
lation of an initially completely populated excited state
of the atom, and

[3 [k, Mfdk = 1-exp(-y1)

describes the total probability of detecting a photon. It
follows from Egs. (28) that the structure of the photon
is of no significance, and the transmitted information is
determined only by the probability of emission of a
photon by the timet. This reduction of the photon field
(only the photon numbers p, v = 0, 1 are important)
reduces it to an equivalent two-level system.

Applying the transformation (28) to the input den-
sity matrix

[l [l
— Pu P 0

Upp 1-pp U
where we have confined ourselvesto the case of purely

real off-diagonal matrix elements, we obtain the output
density matrix

f)in

] _ 12 O

Pout = E PutPne” pn(l-€e”) %
172 -

Dplz(l—eyt) pzz(l—eyt) U

and the corresponding input—output density matrix,
which for the case p,, = 0 has the form

O 12 0
O P11 0 |0[pupxp(l-e yt)] d
] S 0 0
Py = E 0 P2€ %
0 0 0 |0 0 0
] vt 172 _ 0
Olpup2(1-e")]"" 0 [0 py(l-e") O

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91

No. 5 2000



SIMPLE QUANTUM SYSTEMS AS A SOURCE OF COHERENT INFORMATION

For t — o this expression gives a completely
entangled state (in the sense of the absence of classica
correlations, sinceit isapure state) of the atom—photon
system, leading to transfer to the photon of coherent
fluctuations of the atomic state, which are equivalent to
amixed ensemble. The corresponding eigenvalues are

Aa ={0, 0, 1 — pypexp(-yt), P eXp(-Y)} .

The nonzero values describe the probabilities of atomic
states at time t. The eigenvalues for the output density

matrix (photon + vacuum) P, are

Aout = { P22[1 —exp(=y1)], 1 — p[1 —exp(-y)]}

and describe the probability of observing whether the
photon is emitted or not. The set of quantities presented
above determines the characteristic values of the prob-
abilities of the combined input—output density matrix
and the partial density matrices. The coherent informa-
tion given by the corresponding entropy difference
assumes the form

le = XP2100,(XP22)
—(1—p22* XP22)10g,[1—(1-X)p2]
+(1—Xp2)10g,(1—Xp2)
= (1=X)P22109,(P22 —XP2),

(29)

where x = exp(—yt). This formula is applicable for
I.>0, while in the opposite case I, = 0. The corre-
sponding critical moment in time is determined by
the relation exp(—yt) = 1/2, which corresponds to the
probability 1 — py,[1 — exp(—yt)] of the absence of a
photon being equal to the probability 1 — py,exp(—yt) of
the bottom atomic level being occupied.

The results of the calculation of the coherent infor-
mation are presented in Fig. 6 for two specia cases.
P, = 0 (Fig. 6a) and py; = 1/2, 0 < py, < 12 (Fig. 6b).
It is easy to see from Fig. 6athat the coherent informa-
tion is symmetric with respect to the symmetry point
p1; = 1/2. A further increase of the population of the
excited state p,, = 1 — py; and the corresponding level
of photon emission does not increase the amount of
coherent information. Thisis due to the decrease in the
input entropy, which determines the potential maxi-
mum of coherent information. For the same reasons,
the coherent information decreases if a nonzero coher-
ent correctionismadeto theinitial density matrix of the
atom in the form of a state with maximum entropy and
vanishes for a purely coherent initial state (Fig. 6b).

In accordance with Section 3 and taking account of
the fact that the initial state of the field is pure, the one-
timeinformation isequal to the entropy difference only
for the photon field represented by the density matrix

Pout @nd theinitial atomic state represented by p;, . For
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Table 1. Unitary transformation atom-field—atom-field
Un, ke fOr avacuumiinitial state of the photon field; theindi-
ces m and k enumerate the atomic photons, g and a are the
photon numbers

ML
ka
00 01 10 11
00 1 0 0 0
01 - — - -
10 0 Yok, A) C 0
11 - - - -

Note: The second and fourth rows are the matrix elements that do
not appear inthematrix elements § ,,, which are computed
(see Table 2).

Table 2. Atom-field superoperator g, ,,, Setting the trans-

formation |kl — |u@|. Theindicesk and | enumerate the
atomic photons, and , v are the photon numbers

Hv
N 00 01 10 11
00 1 0 0 0
01 0 0 Wo(k, A)
10 0 |yyk,A\)| O
1| P 0 0 |Wolk, A) x W (k', \)

apureinitial state of the atom in the form of an excited
state |200we obtain for all times the nonzero coherent
information

. = =xlog,x—(1—x)log,(1-x),

which gives one qubit for the timewhen x = 1/2 and the
population of the excited state coincides with the prob-
ability of emission of a photon.

6.5. Atom-to-Atom Transmission of Coherent
Information Via a Free Vacuum Field

L et usconsder aquantum channd of thetypel — 2
(Fig. 1b), where information is transferred from one
atom to another through free space by emission of a
photon, assuming that initially the second atom is the
ground state. In addition, we introduce a limitation on
the scale of the times considered, excluding from our
analysis fast processes occurring on times of the order
of and less than the period of atomic oscillations, i.e.,
ignoring the discrete nature of the electromagnetic sig-
nal that is associated with interatomic retardation [30—
33]. In this approximation the problem under consider-
ation isaDicke problem [34], for which the solution in
terms of two time-decaying symmetric and antisym-
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Fig. 6. Coherent information transmitted by the atom—field quantum channel as a function of time and the output density matrix of
the atom: (&) the density matrix is diagonal with matrix element p14 of the ground state; (b) the density matrix is described by the
sum of | /2 and thereal (“cosine”-type) coherent addition in the form of the off-diagonal term p;56;.

metric Dicke states ||sII= (|1JRO+ [20L0V /2, |jadD=

(|10R0- |2010y /2 and a stable vacuum state ||0I=
[10L0 N the following form is well known:

cy(t) = cO)exp[—(ys/2+iAt],
Ca(t) = c(0)exp[—(ya/2 +iA)t],
Co(t) = c4(0)
+[c0)? + c,(0)% = ct)® —c, ()7 2™,

(30)

where cy(t) is the complex amplitude of the vacuum
component |11 including the incoherent correction
due to the spontaneous radiative transitions from
excited atomic states, §(t) is the uniformly distributed
phase of atomic oscillations, ys , and A are the decay
rates and the frequency splitting (frequency shift),
respectively, and c, , are the complex amplitudes of the
Dicke states.

In terms of multiplicative combinations of individ-
ual atomic states |i[Jj Cfor the corresponding amplitudes
of theinitial states c,,(0) = 0 and c,,(0) = 0 the dynam-
icsof the system under study isdescribed in accordance
with the dynamics of Dicke states, determined by the
relations (30), for the following equations:

() = cu(0) + F())€*Vcy(0),
Cau(t) = f(t)Cu(0), cCpu(t) = f,(t)ci(0),
Ch(t) = 0,
f(t) = {1-[exp(~yst) + exp(~y,1)1/2} 7,

f© = {exp[(y/2+iN]
+exp[—(ya/2—-iNt]}/2,
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fa(t) = {exp[-(yJ/2+iA)]
—exp[—(Y./2—iN)t] }/2.
Using these expressions for the input operators of the

form ¢4(0) ¢ (0)|K| for the first atom and then aver-

aging them over the final states of the first atom and
fluctuations of the atomic field (the latter are repre-
sented here only by the variable §(t)), we obtain the
symbolic representation of the superoperator of the

transformation of the channd p™ (0) — p@ (1) =

%(t)p"™ (0) and the corresponding operators &, in the
form

G(t) = 1M © [L| + [ f() + | f(1)|*] 10
x [2] © |20 + | f (1)) *[202] © [2(12)
+ f,()|2002] © |11 + f;(t)|1D]1| o |2112],

Oq 00 Oq %y O
5, =000 s, =p00f0OF
0000 0o o O
. 0 o oO
=0 0
T Bt 00 (31)
0 0
« _Of®*+|tM* 0 g
S2 = , 0
0 0 [f.0]" O

To make the problem more concrete we shall con-
sider two identical atomswith parallel dipole moments,
directed perpendicular to the vector connecting the
atoms under study. Then only two dimensionless vari-
ables are important: yt, where y describes the radiative
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Fig. 7. (a) Population of the excited state of the second atom and (b) the coherent information in a system of two atoms interacting
through free space as a function of the dimensionless time yt and the interatomic distance ¢ = wyR/c. Theinput density matrix cor-

responds to a state with maximum entropy p;,, = | /2.

decay rate of an isolated atom, and a dimensionless
interatomic distance ¢ = k,R, where R is the distance
between the atoms and k, is the modulus of the wave
vector corresponding to the frequency of the atom. The
dimensionless two-atom radiative decay rates and the
frequency shift due to the short-range dipole-dipole
interaction are described by the corresponding relations
[19, 28-33]:

YsdY=1%0, Ay=(3/4)/¢3

where g = (3/2)(¢sind + dp—2cosd — ¢p~3singd).

The corresponding coherent information can be cal-
culated as done in Section 6.4. Using the correspon-
dence exp(-yt) — f(t)? + |f{(t)[%, the operators §,, for
the two cases are completely similar and the coherent
information, once again, is described by the same rela
tion (29) with x = f(t)? + |f{(t)|>. Nonetheless, in this
case the dependence considered, as compared with the
case of one atom (see Section 6.4), has specific qualita-
tive features on account of the oscillatory character of
the function |f; 4(t)]? as a function of the interatomic
distance ¢.

If there were no oscillations due to the quasiel ectro-
static short-range dipole-dipole interaction, i.e., if one
could set A = 0, then the coherent information would
always be zero, since the threshold x < 0.5 cannot be
reached. The parameter 1 — x corresponds to the popu-
lation of the excited state of the second atom with the
initial state [20Jof the first atom, and for the optimal,
from the standpoint of information, value of the popu-
lation of the first atom p,,, equal to half itsinitial pop-
ulation, we obtain 1 — x < 1/4 and correspondingly x =
3/4. The oscillations in |f(t)]° lead to interference
between two decaying Dicke components, so that the
maximum of the population n, = 1 — x also reaches
larger values right up to n, = 1, and the corresponding
coherent information becomes different from zero.
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Thefunctionsn,(d, yt) and 1 (¢, yt), calculated using
the relation (29), are shown in Fig. 7. They serve as a
universal measure for a system of two atoms, being
independent of their frequency or the magnitude of the
dipole moment (thelatter isvalid only for afixed geom-
etry of the system, described above).

Asone can seein Fig. 7athe population decays rap-
idly as afunction of time because of the rapid decay of
the short-lived Dicke component. The population and
the coherent information undergoes strong oscillations
(Fig. 7b) for small interatomic distances$.As$¢ — 0
the population of the long-lived Dicke state remains
substantial for unlimited long times, but no coherent
information is associated with it because the other com-
ponent decays completely.

7. CONCLUSIONS

It was shown in thiswork that the concept of coher-
ent information can be used for obtaining the most gen-
eral description of the interaction between two rea
guantum systems, including systems of qualitatively
different physical nature, and for determining the role
of quantum coherence in the composite system.

It was shown for aTLA in aresonant laser field that
coherent information in the system does not increase
with increasing intensity of the applied field, provided
that the relaxation processes themselves are not sup-
pressed.

The hydrogen atom was considered as an example
of the information exchange between subsystems of a
single system. It was shown that under the action of an
applied electric field coherent information exchange
occurs between forbidden and dipole-active atomic
transitions as aresult of the interaction due to the Stark
effect.

It was shown for two unitarily coupled TLA that the

maximum possible value of the coherent information
I, = 1 qubit is reached for maximum entanglement and

No. 5 2000



920

I. = 0 for any type of measurement procedures studied
in Section 6.2.

It was shown for information exchange between
TLA and afree photon field in the process of emission
of electromagnetic radiation that the coherent informa-
tion reaches the threshold of nonzero values at the crit-
ica point of the decay exponential exp(—yt) = 1/2,
where the probability of there being no emitted photon
is equal to the population of the lower atomic state. At
the maximum the coherent information can reach the
value . = 1 qubit.

It was shown for information exchange between two
atoms by means of the vacuum field, when the atoms
are separated by a distance of the order of the wave-
length, that the coherent information is nonzero only as
a result of coherent oscillations between the Dicke
states, which are due to short-range dipole-dipole
guasielectrostatic interaction with spatial dependence
O1/R8. In contradistinction to this, the semiclassical
information extracted using the quantum detection pro-
cedure is associated with population correlations [28].
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Abstract—The bipolar harmonics method is extended to the case of complex elliptic polarization vectors. The
method is used to study, on the basis of the semiclassical theory, the multipole moments of the ground state of
atoms under conditions of sub-Doppler cooling with a monochromatic light field possessing spatial gradients
of the polarization. It is shown that for stationary atoms with an initia isotropic distribution over sublevels the
multipole moments of rank kK decompose, in accordance with the parity k of the rank, according to one of two
minimal sets of bipolar harmonics with different symmetry under inversion. An expansion of the corrections,
which are linear in the velocity, to the multipole moments with respect to the indicated minimal sets of bipolar
harmonicsis studied for a stationary state, and the expansion coefficients are analyzed. The orientation vector
J of the atomic ensemble is studied on the basis of the proposed method for the dipole transition 1/2 —» 1/2,
and the light-induced forces for a specific 2D configuration of the light field, including radiation friction forces
and L orentz-type forces, are analyzed. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Many problemsin atomic physics are determined in
theinitial formulation by a certain set of vector quanti-
ties. Examples are problems of the collisions of atomic
particles, photoionization of ions, optical pumping of
atomsby alight field, and so on. Specifically, the polar-
ization and spatial configuration of the light field are
important for sub-Doppler cooling of atoms. The iden-
tification of the kinematic factors characterizing the
transformation properties of the desired quantities with
respect to spatial transformations and the dynamical fac-
tors is an important problem here. For two determining
vectors, n, and n,, the method of bipolar harmonics

YN ny) = {Yi() O Y (0},

where Y(n) are spherical functions of rank I, is
effective. This method is based on the theorem [1, 2]
on the expansion of bipolar harmonics of arbitrary
rank {l, L} with respect to abasis of “minimal” har-

monics {¥!P(n;, N, k=0, ..., j, p=0, 1, where
Y P(ny, ny) = Y17 P(ny, n,) . We note that thisbasis

consists of two independent sets, Oy'f % and oy'J‘ t
whose harmonics have different parity under inversion.
Such minimal sets can form natural bases for studying
the multipole moments arising in the problem, where
the expansion coefficients are the dynamical factors of
the problem.

L without loss of generality, these vectors can be taken as unit vec-
tors.

The possibility of extending the spherical functions
Y,(n) for acomplex vector n, asnoted in [3] and used in
[4] for finding the stationary point of the radiation
relaxation operator and in [5] to describe the “dark”
states under conditions of coherent population trap-
ping, also makes it possible to extend the method of
bipolar harmonics to the case of the determining com-
plex vectors n; and n,. In this work such an extension
is made in a study of the multipole moments of atoms
in the semiclassical theory of sub-Doppler cooling. The
processes of optical pumping of an atom play an impor-
tant role in sub-Doppler cooling [6], where in general
e(r) and e*(r)—the polarization vector of the general
light field and its complex conjugate—are the deter-
mining vectors in the problem.

In Section 2 areduced closed kinetic equation (11)
for the multipole moments of the ground state of atoms,
which is the initial equation for the subsequent analy-
sSis, is presented on the basis of the known approxima-
tions of the theory of sub-Doppler cooling.

The extension of bipolar harmonics and certain
other quantities from the apparatus of the quantum the-
ory of angular momentum [7] by means of analytic
continuation to complex Euler anglesis studied in Sec-
tion 3. The Clebsch—Gordan theorem for the Wigner D
functions of complex arguments and Clebsch—Gordan
coefficients [8], which corresponds to the expansion of
the known representations of the SU(2) group to the
group of unimodular complex matrices SL(2, C) (see
Appendix), plays afundamental role here. In thisinter-
pretation the arbitrary elliptic polarization vector gives
a certain direction characterized in some coordinate
system by certain complex Euler angles. Correspond-
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ingly, the analytic continuation to complex angles for
the spherical functions Y,(3, ¢) and bipolar harmonics

YiH(94, 04; 9, ¢,) as tensor products of spherical
functions of different directions becomes justified.
Many important algebraic properties of generalized
functions remain in force.

In Section 4 the structure of the multipole moments
of the ground state of stationary atomsis studied using
the method of bipolar harmonics, and in Section 5 the
first corrections to them with respect to the velocity v
of theatoms are studied. The vectorsn, = ele, n, = e*/e,

wheree = Jele = .Jcos2e = ./I corresponds to the
degree of maximum linear polarization for apure polar-
ization state of the light field [9] (¢ is the ellipticity
angle), are chosen as the determining vectors. Obvi-
oudly, the total number of bipolar harmonicsinthe 2j + 1
basis permits expanding an arbitrary multipole moment
of rank j with respect to it.

For optical pumping from an equilibrium (isotropic)
state of atoms the multipole moments of the ground
state are expanded only in terms of the minimal sets
with p = 0 for even ranksj and sets with p = 1 for odd
ranksj. For example, the orientation of theatoms(j = 1) is

proportional to ¥y, while only M5° (i =0, 1, 2) are
present in the alignment tensor (j = 2). The dependence
of the dynamical factors on the parameters of the light
field is determined only by the scalar quantity x =
n, - n, = 1/cos2e = |71, related with the ellipticity of the
field.

The contributionslinear in the vel ocity v to the mul-
tipole moments of atoms of ranksj are expanded in the

general basis { Oy;( P} . The dependence of the velocity
is characterized by four scalars® A = ((v - O)ny) - ny,
Y= ((v-0Ony - [ny x ny, and their complex conju-
gates. Together with x they appear in the expansion
coefficients which are the dynamical factors of the
problem. The physical content of these scalarsis due to
the spatial gradients of polarization vectors of various
nature. Thus, the real part A is proportional to the gra-
dient of the elipticity of the light field, and the imagi-
nary part is proportional to the gradient of the rotation
angle of the polarization €llipse in the initia plane,
while Y'is proportional to the gradients of the rotation
of the plane of the polarization ellipse itself in space.
The invariant method of finding the dynamical factors,
which is based on the property that the minimal sets

{03);(’0; Oy:( 1 are linearly independent separately, is
examined.

In Section 6 the model of the simplest transition
1/2 — 1/2 in amonochromatic light field, which has
gradients of the polarization, is studied. In this case the

2 For example, the Clebsch—Gordan expansion and the addition
theorem for spherical functions are satisfied.
3 Yisapseudoscalar.
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polarization of the atomic medium is described only by
the orientation vector J, which is a multipole moment
of rank 1 (j = 1). A calculation of J up to linear correc-
tions in the velocity v is performed on the basis of the
method presented. Further, the light-induced forces,
including radiation friction forces and Lorentz-type
forces, are analyzed on the basis of the specific two-
dimensional (2D) configuration of the light field.

2. KINETIC EQUATION FOR THE MULTIPOLE
MOMENTS OF ATOMS IN THE GROUND STATE

Let us consider the resonance interaction of an atomic
medium with a weak light field, which in generd is a
superposition of coherent monochromeatic plane waves
with optical frequency w:

E(r, 1) = %[e‘"‘”%(r)e(r)+c.c.]

L | (1)
= 51 e "E(r) + €' EOr)}.

Here €(r) = [é|exp(i@(r)) is the total complex ampli-

tude of the light field taking account of the general spa-

tial phase of the field ¢, and €(r) is a unit polarization

vector. e-e* = 1.

Inalocal cyclic basis, called in this paper the local
natural basis, the unit vector ey(r) ~ e x e* isperpendic-
ular to the plane of the polarization ellipse, and the unit
polarization vector e and its complex conjugate € have
the form

e = —cos(& — Tr/4)ei¢°e+ —sin(e —1U4) e e @

= e+e+ +ee,
e = cos(e —1U4)e e+ sin(e —4)e e,

= (" — () .,

where—174 < e < /4 istheellipticity angleand ¢, isthe
rotation angle of the polarization ellipse.

Thelight field (1) is resonant with the closed atomic
dipole transition j, — j With frequency wy,, where j,
and j, are the total angular momentafor the ground and
excited states of the atom. Let the atomic medium be
described by the density operator in the Wigner repre-
sentation, p(r, p, t). If the optical transition is closed,
it is sufficient to confine attention to the foll owing com-

ponents of the density operator: p* = p°—from the
excited state; p*°
p% = p®—from the ground state. We shall consider as
the atomic medium an ensemble of precooled (slow)
atoms, so that the condition for the velocities of the
atlomsy> k - vissatisfied (yisthe radiative relaxation
constant for the excited state of an atom). On the other
hand the temperature of the ensemble is still quite high

©)

, p®—from optical coherences; and,
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compared with the recoil energy due to the emission of
one photon, mv%2 > (#k)%2m, so that the recoil
parameter #ik/p < 1 is the small parameter. We shall
neglect all relaxation processes (for example, those due
to interatomic collisions) except for radiative relaxation
processes. This model istypical for studying the initial
states of sub-Doppler cooling of atoms in light fields,
when an analysis can be performed staying within the
semiclassical approximation.

It is well known [10] how a closed approximation
for the density operator of only the ground state p can
be derived in the zeroth approximation in the recoil

parameter in aweak light field, where the rate of optical
pumping of the excited state is low compared with v,

from the main equation for p°. In accordance with the
standard reduction method [11, 12] the optical coher-
ences in the adiabatic approximation and in the linear
approximation in the field intensity can be represented
in the form

NG ~AQe Q A g
P = (p%)' = S0P, (4

and the operator for the density of the excited state p°
in the linear approximation in the field intensity for the
times considered below, which exceed the characteris-

tic time y* for establishing a stationary regime for p°,
can be represented as

p°=SVpiV'. (5)
Here
_ 9P
= 6
V4 + & ©

is the saturation parameter (smallness parameter, S < 1),
Q = —éd/% is the Rabi frequency, d is the reduced
matrix element of the dipole moment for agiven optical
transition, 6 = w — wy, is the detuning of the light-field

frequency from resonance, V = V*° and V' = V*° are
the projections of the lowering and raising operators of
the reduced dipole moments [11, 12] on the polariza-
tion direction. The explicit form of these operators is
determined by the representation chosen. Thus, in the
Jm representation of the eigenvectors of the angular
momentum ({j., Me[Ifor the excited and |jg, pgLifor the

ground states of the atom) the operator V [11] has the
matrix elements

- D . . D
Vi = ¥ (0 g e Mg @)
’ D_ue q UQ O

where the Wigner 3jm symbols [7] are used and the
coefficients €% were determined in Egs. (2) and (3).

q=%1
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In the approximations (4) and (5) and in zeroth order
in the recoil parameter the closed equation for the den-

sity operator of the ground state, p°, has the form
[11, 12]

d A0 _ =~ A0y T

—p” = y{Svp'V'}

dt )
—VS((L)TV'Vp + ApV'V),

where A = 1/2 — idly. This eguation describes the
dynamics of the ground state of the atomic ensemble as
a result of optical pumping processes. The first term
(arrival operator) on the right-hand side describes the
arrival of atoms in the ground state as a result of spon-
taneous radiative decay of the excited state; the remain-
ing terms describe outgoing processes and light-
induced shifts of the energy levels of the ground state.
The explicit form of the arrival operator in the Jm rep-
resentation [11] is

(V{P gy = V(2je+ 1)
X Z (_1)je_“eg je 1 Jg%
q=0;z1 Ot q Mg O 9)
Her He
xpueue( 1)]e “e Je 1 Jg
_lJe q UQ

Stationary solutions were obtained in the stationary-
atoms approximation for all types of closed transitions
jg—=Je(l —= ] for half-integer j in[13],] —j +1in
[3]) including for arbitrary saturations S while for
transitions with coherent population trapping (j — |
forinteger j andj — j — 1) they were obtained in [14].

Specifically, it has been shown that the solutions p° in
the low-saturation limit, S < 1, do not depend on the
saturation parameter S and, which is surprising, on the
detuning o of thelight field, while their tensor structure
isdetermined only by the irreducible tensor products of
the vectors e and €* with the corresponding rank.

We note one final circumstance: evidently, the ten-
sor structure of the solutions of Eq. (8) will be deter-
mined by the vectorseand e* in general also (for anon-
stationary regime and taking account of the motions of
the atoms). To this end we switch to the representation
of irreducibletensors, otherwise called the kg represen-
tation. In accordance with the Wigner—Eckart theorem,
the multipole moments of the atomic ensemble are
related with the matrix elements p,,, of the density
operator (in the Jm representation):

Pe= Y NG “5 ) ’g ) Epw, (10)

_J<|J “(] u
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where

n,y, ...) = J(2x+1)(2y+1)...

The components P, (— < & <K) are projections of the
multipole moment of rank Kk of the ground (j = j,) state
of the atom and transform with respect to the corre-
sponding irreducible representations of the group
SU(2) [7]. The physical content of these quantities is
studied, e.g., in[15].

In the k& representation Eg. (8) has the form [16]

dﬁg _ o‘KlKZ . . ~ ~0

ot S VSD TG g i P DR, (1)
where the matrix & is expressed in terms of the 6j and
9j symboals:

FB Ty 19 = Mlka k(D)

Olg g g Mg e Ig

= 011k, 0

% 1le2 +1 Jng D] 1D

E( ) “(2Je )D [ jg jg Ko O

Djelelm 0

. Olele k O
0

K+K;+K |:|

—(@0+ (g K ke K g
't

The summation in Eq. (11) extends over possible val-
ues of the multipole moments of the photon density
matrix (k; = {0; 1; 2}) and the atomic density matrix
(Max(0, K —Ky) < Ko < Min(2jg, K +Ky)); { P, O i},
is the tensor product of the irreducible tensors of the
photon @ and atomic density matrices. The multipole

moments of the photon density matrix can be repre-
sented as a tensor product of the vectors (2) and (3)
appearing in the problem:

px = {e0 el

The equation (11) isthe starting equation for the subse-
guent analysis.

(12)

3. ELLIPTICAL POLARIZATION VECTORS
AND THE SL(2, C) GROUP

An arbitrary irreducible tensor of rank k transforms
according to the corresponding representation of the
SU(2) group. Thus, on switching to a different coordi-
nate system the transformation is performed using the
Wigner D operator (rotation matrices):

ﬁxz = ZDE'E(U)ﬁK?! (13)
T
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wherethe explicit form of the matrix elements DE.E(U)

is determined by the specific parameterization of the
matrices U of the SU(2) group. Ordinarily, the Euler
angles a, 3, and y are used for these purposes [7].

Remaining in the k¢ representation, the concept of
“rotation matrix” can be extended to the larger group
SL(2, C) (see Appendix). For example, complex quan-
titities can be used as the Euler angles, and many
important algebraic properties from the apparatus of
irreducible tensors remain in force. This also permits
studying in a natural manner arbitrary elliptic polariza-
tion vectors as vectors (directions) in a complex three-
dimensional space, which are uniquely given by certain
complex angles. For example, we shdl employ Eqg. (A.9)
from the Appendix and represent the initial vectors e
and e* (2) and (3) in anatura local basisin terms of the
expanded spherical functions of rank 1:

e =00 = [TeViToo+d] 9
= 19,09 = [TV L 0-8] (19

where the length of the elliptic polarization vector,

e=.Jele= = Jcos(2g) = I, (16)
corresponds to the degree of maximum linear polariza-
tion, and

exp(ip) = Jtan(e + 10/4)

istheimaginary azimuthal angle (minus ¢ ). We under-
score that the extension of the Euler angles to complex
values and the subsequent transition to generalized

spherical coordinates z = {z, 9 , §} for vectorsin a
three-dimensional complex space necessarily lead to a
Euclidean scalar product of complex vectors,

z,[z, = Z(Zl)i(zz)iv

and therefore length of the vector (16), which isimpor-
tant for the following exposition.

We shall employ the notation Y«(2) = Y«(9, ¢) [3]

for an arbitrary unit vector z={1, 9, §}. Specifically,
in alocal natural basis

Yan) = Y5 00+ 85 Yun)) = Vi, 00—

The vectors

e el
n, = e’ n, = o (17)

everywhere below denote the directions of elliptical
polarization of the light field. We underscore an impor-
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tant relation between the components of these func-
tions:

(Yee)) = (<) i <(ny).
It should be noted that the case of circular polarizations
(e=e, e =—e;) isalimiting case, since because e =
et — 0it corresponds to the limit § —— =ico.

(18)

The representations of the photon density matrix in
terms of the expanded spherical functions and the gen-
eralized bipolar harmonics are presented below:

By = %”cos(zs){\?l(nl) 0%}, (19

~ 411

Px = —cos(2£)YX (nl, n,). (20)

4. STRUCTURE OF THE MULTIPOLE MOMENTS
OF STATIONARY ATOMS

We shall nhow examine the structure of the multipole
moments of stationary atoms (v = 0), representing the
solution of Eq. (11) as an asymptotic seriesin time for

pe(t) starting from the initial conditions pY(0) =
& o/T(jg) (isotropic distribution with respect to the
Zeeman sublevels).

The stationary-atoms approximation here means
that v/YS < A, i.e, the displacement of atoms in the
characteristic optical pumping time (y§= is much
smaller than the wavelength of the light. Then

dp? _ ap°

d ot’

and the iteration series has the form

(t)_ ZRnK|1 ROK_ (21)

nK _VSZ

K1, Ko

I'I(Jg)

(g 1 B, 0 Rincny i d - (22)

Thus, Ry  ~ \N(i'l(nl, n,) in accordance with Eqg. (20).
It is easy to show that the tensor structure of al other
coefficients R, , is determined only by the generalized
bipolar harmonics \?'K'L(nl, n,) with even | + L, if the
following relation is used:

(Y, ) O Yy in, )},

3|_|(K1, K,) (23)

Z GI LYI+p L+q(n n)

p.g=+1
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where
L o_ (P-q)/2 p+1 q+1n
o = (0" [+ BRI 8
01 1 kU
0 10
g | L k, O
O O
Ol+plL+qgk O

which follows directly from the formulas for the
change in the coupling for four commuting irreducible
tensors and the Clebsch—Gordan theorem for spherical
functions[1] andistruefor an arbitrary pair of unit vec-
torsn and n'. Thisrelation remainsin force also for the

generalized bipolar harmonics \?L’ : (ny, n,). The param-
etersp and gin Eg. (23) assume only the values +1, and

therefore the quantities| + L and | + L + p + g have the
same parity.

Thus, in the general case the multipole moments of
the ground state have the form

00

o = Y AW (N,

I+L =2k

(24)

where the expansion coefficients 51:(’ L(t) depend on J,
Jg Je @nd Shut not on the polarization parameters of the

light field. The existence of a stationary solutiont — o
for Eq. (24) isdueto relaxation processesin the system,

and this solution also has the form (24) with a;" =

const. The universality of the expansion (24) breaks
down only for optical transitionsj — j — 1, for which,
as iswell known [14], the stationary solution depends
on the choice of initial conditions. It can thereby be
asserted that with the exception of the transitionsj —
] — 1 the general form of the stationary solutions,

00

pr= S aA(uny),

I+L =2k

(25)

is universd for the description of the optical orientation
processesfor stationary atomsirrespective of the choice of
initial conditions.

This infinite series can be represented as a finite
sum, if the reduction relation (A.11) is used. We intro-

ducethe parameter k = 2[(k + 1)/2], equal to K for even
K andk + 1 for odd k ([a] istheinteger part of the num-
ber a). Then, for Egs. (11) the application of the reduc-
tion formula (A.11) necessarily leads to expansionsin
the bipolar harmonics of the form

K

o= Y ao% 0y,

Il =K—-kK

(26)
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where the expansion coefficients a:( O=sk<2y ae
now functions of the cosine of a complex angle

eel 1 -1
= Ch, = = =
X =M = oq cos(2¢)

. (27)

inversely proportional to the degree | of the maximum
linear polarization of the field [9].

We underscore that the expansion (26) has an invari-
ant form, where the kinematic part of the problem (the
transformation properties of the solution with respect to
the transformations of the coordinate system, aswell as
inversion) is determined by the generalized bipolar har-
monics, and the dynamical part is described by the

expansion coefficients aL . Specificaly, it follows from

the fact that the sum | + L iseven that p; are invariant
under inversion{e — —e; & — —e*}, i.e., themul-
tipole moments of even rank are true tensors and those
of odd rank are pseudotensors. The quantity x remains
invariant in any case.

Thus, the problem of finding the stationary solution
of initial Eg. (11) and the problem of finding the
dynamical solution with anisotropic initial distribution
reduces to the problem of finding the dynamical factors
aL ) (a'K (X, ). We shall now determine the number of

these parameters as a function of the value of the total
angular momentum j, of the ground state.

In accordance with the condition for choosing the
general phase for the components of irreducible tensors

[7], the relation Py ¢ = (1)¥p, ¢ holds. We shall use
Eg. (18). Then the expansion coefficients (26) are

related with one another by the condition (a\)2 = a¥ '

We separate the real and imaginary components of
these coefficients:

a,+a
m, = Rea, = — 5 —,
| K—I (28)
| a, —a
m, = Ima, = = 2iK

It is obvious that of the entire set { m,,, 111, } the coeffi-

cients ml, withvalues! < K /2 and nt, with| <K /2—1are

sufficient. For fixed K their total number is 2(2k — k + 1).
Next, we perform a summation over al ranks up to the
maximum value K, = 2j4 and take into account the nor-
malization condition pg = 1/T(j). Findly, the total num-
ber of independent coefficientsin the expansion (26) is

Ngen = Ng—1,
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where

~

. . K max
Ng = (Jg+ l)(21g+ 1)_7'

We underscore that N, al'so can be found by analyzing
the structure of initial Eqg. (11) in aloca natural basis,
in which the photon density matrix has the following

nonzero components: { Poo; Pio; Pa0; P2:2}- It IS
obvious that in this basis the system of Egs. (11) sepa-
rates for even and odd projections of the atomic density
matrix, where the number of independent elements is
determined by the number of components p, ; with
K > 0 and with even projections &, which coincides
With Ngep.

Thus, for a transition with j, = 3/2 there are seven
such coefficients. For example, the following can be
chosen: {m;, m3, my, ms, m3} and { m5, m3}. The
coefficientsin the first group do not depend on the sign
of the detuning &, while the coefficients in the second

group show a dispersion dependence on d. This prop-
erty remainsin force for arbitrary values of j,.

The stationary solutions for the ground state of an
atomic medium were obtained in [4, 13, 14], including
for arbitrary saturations S. These solutions possess a
number of unusual properties. In the first place, the

number of independent dynamical parameters a'K in
themismuch smaller than N, since all m'K =0.Inthe

second place, the coefficients m'K do not depend on the

detuning 6. We also note that for transitions with coher-
ent population trapping, which have “dark” states, the

part mL vanishes.

The coefficients aL are invariants and, correspond-

ingly, they can be found by a method that is not related
with the choice of any distinguished coordinate system.
For example, let us consider the stationary state. We
substitute Eq. (26) into Eq. (11). Then the equations for

|
a, become

K
Ky, K I
T N k)T 5 a,

Ky, Ko I =Ky—Kj,

(29)
x Y G W men) = 0
p.g=%1
We shall use the property of “linear independence” [1]
of the minimum set of bipolar harmonics oyL ° (n,n") =
Y (n, n") with 0 < | < k: relations of the form

ZC'K(n h),%n, n’) = 0 (30)
|

No. 5 2000



BIPOLAR HARMONICS METHOD

arepossibleonly if C'K = 0. Evidently, thisrelation also
holds for generalized bipolar harmonics. Thisiseasy to
see by switching to a distinguished coordinate system
with quantization axisin the direction of one of the vec-
torsn or n'. Then Egs. (29) for even ranks k lead to the
form, similar to Eq. (30) taking account of the substitu-
tion n - n' — ¥, if the reduction relation (A.11) is
used. The system of equations (30) which ultimately
arisesis equivalent to the linear equations of the form

C(x)—ZX'K a. =0 (31)

with coefficients
X' = el K 1K)
+cy (I K 1L KX+ ol K 1 KX
where ¢, ¢, ... depend only on the detuning . For

fixed Kk the number of these equationsisk + 1.

A similar method is also applicable for odd ranks k
with the clarification that here the linearly independent
set is formed by harmonics of the form

W', n) = Y mon) 1<l <k,

Thus, Egs. (29) reduce to a system Ngye, = Ny — 1 of
linear inhomogeneous equations of the form (31) with
nonuniformity due to the contributions from the total
population of the ground state with aJ = 47M(jy) in
accordance with the normalization condition.

The caculation, performed by the indicated

method, of the dynamical factors aL for the ssimplest
transitions j, < 3 agrees with the known solutions [4,
13] for the transitionsj —» j (j are half integer values)
andj — | + 1linthelimit of small saturations S << 1.
We now present some results:

jg= U2—jo= U2, = U2—j, = 32
ot = AT
1 3X’
jgzlg'je_l
a}zaé-_?)i;, a =a =0, (32)
jg=1—je=2
ai:a§=—-———————loonxz,
3(8—25x9)

o_ .2 _ /10 81
o= al = ﬁs_%xz.
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Taichenachev et al. [17] used a different method to
obtain general resultsfor the dynamical factorsfor arbi-
trary j, and the indicated types of optical transitions.

5. STRUCTURE OF THE CORRECTIONS LINEAR
IN THE VELOCITY
TO THE MULTIPOLE MOMENTS

Taking account of the mation of the atoms results in
quditatively new corrections for the multipole moments
of the ground state of an atomic ensemble. It is well
known [6] that these corrections describe the retarda-
tion inthe optical ordering of atoms over the Zeeman sub-
levels, which arisesasaresult of motioninlight fieldswith
spatia gradients of the polarization (g(r), ¢o(r)). Ordi-
narily, the characteristic scale of these gradients is of
the order of the wavelength of thelight A, and the char-
acteristic time for establishing a stationary distribution
over the Zeeman sublevels of the ground state is of the
order of tym, ~ (S inaccordance with Eq. (11). Then
the degree of retardation can be estimated as

kv
r’|ret - ;\ump O— VS

We shall consider an atomic ensemble, for which the
condition n,y < 1, issatisfied. Thisis also the condition
for the velocity groups of atoms subjected to sub-Dop-
pler cooling. Correspondingly, to find the contributions
that arelinear in the vel ocity we shall confine ourselves
to corrections which are of first-order in n,. We note
the importance of these contributions: in most models
of sub-Doppler cooling these contributions can be used
to determine the radiation friction forces acting on
atoms in light fields. In this connection, it should be
noted that the condition N, < 1 breaks down at the nodes
of the light field, where é(r) = 0. In these regions the
dependence of the multipole moments of the atoms on the
velocity v must be taken into account exactly [18].

Theinitial equation for finding the correctionslinear
inv in accordance with Eq. (11) has the form

v D3“’(0)

(33)

F B, i 1 P, O PLD}

K1, Ko

where pg(0) are the known multipole moments of the

stationary atoms and pg(1) are the corrections which
arefirst in the retardation parameter n .

Applying the above-described method of temporal
asymptotic seriesto Eqg. (11), we can determine the ten-
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sor structure of these collections using the previously
considered mini mal sets of bipolar harmonics:

pe(1) = z (v [OX) f\ Y
I'=3,

+ 5 Y {(sev I,

K'=Kk—=11=(3,)

~ K+9y—1,8

(34)

+(3y)' -1, 8;
+tK K(Vm)nZ)Do‘y }K’

where fK , sK «»and tK « are coefficientswhich depend
on §, &, and Sand the type of transition, 3, = O for even
Kand d,=1foroddk,andd, =1forevenk and &, =0
for odd k. The tripolar harmonics [7] appearing in
Eq. (34) inthe double sum reduceto bipolar harmonics, if
alocal natural basis{n,, n,, ng=[n; x n,]} can be used
as a basis for expanding an arbitrary vector. This basis
isnot orthonormalized: thus, (n; - n,) =X Z0inthegen-
eral case. The use of this basis for alinear polarization
field requires an additional analysis because this basis
reducesto the single vector e. For example, in n-dimen-
siona (n = 2, 3) configurations of a light field with
polarization gradients the regions with linear polariza-
tion ordinarily form a hypersurface of dimensionn—1,
and here the passage to the limit X — 1 ordinarily
does not result in multival uedness and divergence.* The
field configuration o, —o_[6], wherethe polarizationis
linear everywhere, is a special case withn = 1. Herea
different basis must be used. For example, the set of
vectors{e, (v - O)e, [e x (v - O)e]} can be used.

We shall perform an expansion, in the basis
{n4, n,, ng}, of the newly arising vectors in the prob-
lem (v - O)n,; and (v - O)n,, different from the previ-
ously determined n, and n, (17). For example,

(v)n; = vin;+v,n, +vgng, (35)
where the expansion coordinates have the form
(vd)n, Ch
2 = —_1‘—‘12——2, Vi = -V, X,
X (36)
(V D])nl Eha
g = —— L3
1-x*

A similar expansion is possible for (v - O)n.,.

Using an expansion of the type (35), it can be shown
that the corrections linear in v to the multipole
moments of the ground state have the structure

K

pr(D) = (vS)‘l[ S (AA+ALB) Y,

I'=3,

~ K+ 8y, 8,

(37)

~K+3,-1,5,

+Z(YE€E + YO, Y, ,

I_l

41 this connection, see the result (52) below for the optical transi-
tion 1/2 — 1/2.
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where Al | B!, Cl, and D! depend on X, &, and the
type of transition and are dynamical parameters similar

to the previously studied coefficients a:( in Eq. (26),
while the kinematic part is determined by the minimum

sets of generalized bipolar harmonics {@t p} of the
corresponding rank K.

The scalar functions, formed from the products of
new ((v - O)n,, (v - O)n,) and previous (n,, n,) vectors

A = ((v)ny) thy,  AH= ((vD)ny) Chy, (38)

Y = ((v@)n,) [hy, YU = —((v)n,) [hy,

appear linearly in Eq. (37) in accordance with the linear
approximation being considered. Under inversion A
and A* aretrue scalars, while Y and Y* are pseudosca-
lars, so that the multipole moments (37) of even rank
aretruetensors, while those of odd rank are pseudoten-
sors. In this connection, we note that for multipole
moments of stationary atoms the only scalar formed
from the defining vectors is the cosine of the complex
angle x = (ny - n,) between the directions of the ellipti-
cal polarization and its complex conjugate. In terms of
the geometric content of the new scalars, it can be
shown that the quantity ReA is proportional to the gra-
dient of the dlipticity €, while ImA is proportional to
the gradient of therotation angle ¢,  of thelocal polar-
ization ellipse relative to the initial axis n4(r), perpen-
dicular to the plane of the initial polarization ellipse.
We shall call such a rotation the first-kind rotation of
the polarization ellipse. The quantity ReY is propor-
tional to the gradient of the rotation of one of the prin-
cipal axes (e, ~ Ren,) of the polarization ellipserelative
to the €, ~ Imn,-axis, perpendicular to €, and ng. Cor-
respondingly, the quantity ImY' is proportional to the
gradient of the rotation angle of another principal axis
€, of thelocal polarization ellipse of thefield relative to
the axis €;. We shall call this type of rotation of the
plane of the polarization ellipse, polarization ellipse
rotations of the second kind. Evidently, they do not
occur in models of a one-dimensional sub-Doppler
cooling: Y =0.

The condition for choosing the general phase

(ﬁ)ﬁ’,z(l))D = (-1)8py (1) leadsto the following rela-
tions for these quantities:
Ay =B, (CY” = Dy (39)

A substantial difference between the kinematic
structure of the correction (37) and the expansion for
stationary atoms (26) is the presence of bipolar har-

K +8y—1 K+,

~ Kk, o L. . .
monics Y, " from the minimal sets, in addition to the

~ K, 3,
previously examined minimal sets %Y,  and possess-
ing adifferent parity with respect to inversion. Thus, for
rank K = 1 the previously considered set reduces to the
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~ 1,1
only vector ng=n; x n, ~ Y;

consists of the vectors{ Oy(l) O, T O} ~{n;n} ~{e;e}.
The corrections linear in the velocity to the multipole

~ €, While the new set

~ Kk, &, .
moments characterized by the sets Y,  are qualita-
tively different from those considered previously. For
example, for the simplest case j, = 1/2 in the Jm repre-

sentation it is easy to see that the component p? pop (1) ~

@1 ' gives acorrection linear in the velocity to the dif-
ference of the populations of the Zeeman sublevelsin a

local natural basis, while the remaining part p} o, (1) =

Bloycl)’o + Bzoyi’o (B, » are the expansion coefficients)
describes the appearance of coherences between the
sublevelsy, =—-1/2 and u, = /2 inthisbasis. Inthe gen-
eral case of arbitrary values of j, the contributions to

k, &g . .
Yy ~ describe the populations of the sublevels and the
coherences between the sublevels with the same parity

~ K, 8,
(M —W =2, £4...), while the contributions with Y
describe the coherences of the sublevels of different
parity (L—p'==1, £3...) and, asfollowsfrom Eg. (37),
are due to arotation of the polarization plane in space.

The total number of dynamical parameters’ AL and

C'K can be easily determined by taking into account the
fact that the total number of minimal harmonics

{ @:ﬁ p} of agivenrank j is2j + 1. Thus, the number of
dynamical factors Ny, 1 = (2j4 + 1)>— 1 isequal to the
number of e ements of the density matrix in the Jm repre-

sentation minus the normalization condition p3(1) = 0.

The invariant method for finding the coefficients
AL, B,, C., and D} is similar to the method used

previously to determine a:( and is based on the previ-

ously considered property of thelinear independence of
minimal sets of bipolar harmonics. We take account of
the fact that

(vO)Yi(ny) = ~(2+ DI{Y, - O (v I)n.},

(v)x = A+AL

Then, the left-hand side of Eqg. (33) can be reduced
to a form with kinematic structure similar to that of
Eq. (37). The coefficients of the parameters A, A*, Y,
and Y* should vanish independently; thisresultsin sep-
aration of the general system of equations into four
parts. There are a number of reasons for the possibility
of such a reduction. In the first place, as noted previ-

5 The dynamical parameters [B and ID are bound according to
Eq. (39).
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~ Kk, 8 ~ k3, .
ously, the bipolar harmonics ¥, ~ and Y, ~ for fixed
K form independent minimal sets, and consequently the
general system of equationsimmediately separatesinto

two parts: A, and Bl determined from the first part,

and the coefficients C,, and D, are determined from
the second part. In the second place further separation
of the two systems of equations is due to the different
geometric content of the scalars (39). For example,
ReA and ImA are determined by the spatial gradients
of the ellipticity and the rotation angle of the first kind
of the dlipse, which are linearly independent vectors.
Thisis easy to see for the two- and three-dimensional
configurations of the light field. We shall choose the
velocities v, and v, to be the same in magnitude but dif-
ferent in direction. Then, in the general case these

directions can be chosen so that AJ/AT # AJAS,

which corresponds to the parameters ReA and ImA
and, correspondingly, A and A* being linearly indepen-
dent. Therefore, thetermswith A and A* should vanish
separately.

As a result of the reduction, the basic equation for
finding A, becomes

DG T
1- )(D

> -,

I'=35,

L ad (|)A/|(K—| +1
1-x°

(40)

U — ~K-1+1,8,
D1I 1 [ E,‘;yK
OKK—=Ik=1+11

K"

I'I(K', K" Fe A
z |K—| I+pK—I+q’

+1

><|'<

where K = K + &, in accordance with the previously

used notation. Then B
Eqg. (39).

can be determined from

The basic equation for finding C, hastheform

e and, R—l)A/|(|+
i(-1)
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(41)

y_S voon oKL K I""
” ZI‘I(K,K)J@K I"_Z(a)"CK

K+ (8y)" =" = I+ P K"+ (8y)" 1"+ g

X Gp’ q YK 3

p.g=+1

o)
1

and D), can be determined from Eq. (39).
We shall present the computational results for some
of the simplest transitions (& = d/y):

jg= 12— j, = 12

Al = = f =
O = 3./6(65(x%—1) +i(1+3%9))
1 - ~ ’
(X*-1)(9x*— 1+ 365 (X" - 1))

Cl = 12iA/6X
1 = ~ .
(X*=1)(9x*—1+365 (x> —1))

(42)

jg:]_;»je:]_

_ 8(2n(1 +45") + 8(3ix + 25(+/30 + 3)))

A =
(1+48)X(x*-1)

20 = _12(105 + i /30Y)
2 = . ~ 2 ]
5(-i+20)x(x"-1)

A} = [4(4T(1 + 45°) + 6idX + /305

+43°(/30 + 3x + /30x%) 1[(1+ 452 -1)] ",

S+ 28)x(°- 1)
00— __—8Jem
C@-i) -1
Ci - SJén
(25-)x(x°-1)’
Cl = 16./3/51
2 = ~ )
(25-i)x(x*-1)
2=0.
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The remaining dynamical parameters are found from
Eqg. (39).

The parameters for the transition j, = /2 — jo =
3/2 differ from the parameters presented above for the
transition 1/2 — 1/2 only by the general numerical
factor and the substitution 8 — —&. The parameters
for more complicated transitions have a very compli-
cated form and are not presented here, but we note an
important property of these coefficients: thereal part of
A'K is an even function of the detuning & of the field,
while the imaginary part of & exhibits a dispersion

dependence; for A'K , conversely, thereal part exhibitsa

dispersion dependence on CL, while the imaginary
part is an even function of d.

6. MODEL OF SUB-DOPPLER COOLING

6.1. Transition /2 — 1/2
in a Nonuniformly Polarized Light Field

We shall consider the simplest type of resonance
dipole optical transition j; = 1/2 — j.= 1/2inamono-
chromatic light field (1). In this case the initial equa-
tions (8) and (11) can be put into a vector form by tak-
ing account of the fact that in the ground state only mul-
tipole moments of ranks k = 0 and 1 are possible, and

pS =1/./2 because of the normalization condition. The

multipole moment of thefirst rank p3 = J(r) isavector

guantity—the optical orientation of the atomic ensem-
ble [15]. Then the system of equations (11) reduces to
asingle equation for the optical orientation vector:

- Y i
%+vmg] = _ES[‘HEeX el

+ %_3i8%eﬂﬂj)e+ %+ BiS%e DJ)GD},

(44)

where e and e* are polarization vectors of the field (2)
and its complex conjugate (3). The equation (44) is an
equation for optical pumping of the ground state of an
atomic ensemble assuming the approximations S < 1
and k - vly < 1. Likewise, for sub-Doppler cooling the
condition k - v/(yS) < 1 holds, and we shall seek the
solution J =J© + JO to first-order in this small param-
eter inclusively for the stationary optical pumping.

The minimum set of bipolar harmonicsfor this case
is equivalent to alocal natural basis{e, €*, e; ={e
€*},}. The zeroth-order solution, describing the orien-
tation of stationary atoms,

J© (45)

= —eg,
corresponds to the previousdly presented solution (32).
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The projections of thefirst correction J® to the vec-
tors of the local natural basis are

J, = ey®
_ 18(3-6id)Y—(1-6id)cos2e Y (46)
YS  9_cos’2e +365°sn’2e
Jo = 1% = (390 (47)
- w_ 9 )
Jp = e = 4yS(V (II)sin™(2¢), (48)

where Y = (v - D)e - e, = —i /2€3Y is proportional to
the previoudy determined quantity Y (38), and the
underbar denotes the quantity on which the differentia-
tion operator [J acts.

The final expression for the first correction, equiva-
lent to the expansion of the given multipole moment
(orientation vector) in terms of the minimal set of bipo-
lar harmonicsin alocal natural basis, has the form

30 - (Jo)H- cos2ed,
- 2
sin" 2g
- O
N Je cosZZe(Je) o+ 23
sin"2¢

(49)

sin’2¢ :

and agrees with the previously presented result (42). It
follows from the explicit form (49) that this solution
must be examined additionally for linear polarization

of the light field: sin2e — 0. Taking account of the
fact that in alocal natural basis

e, = (J2) " sin(2¢)e,, (50)

e—el= _2sng(e,e”+ee ™) (51)
(e, isavector of unit length), it is easy to show that the
asymptotic form of the correction (49) is

im @ = %2

E(VD)S(F) [&. (52)

sin2e - 0

Thus, for the transition under consideration the correc-
tion linear in the velocity to the optical orientation
existsand isfinitefor all admissible values of the polar-
ization parameters of the light field.

Proceeding from the results (45) and (49), we can
study various kinetic and optical characteristics of such
an atomic ensemble. We shall confine our attention
below to determining the resonance light-induced force
F acting on the atoms in a light field. Following the
resultsof [19], we shall employ for thisthe definition of
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this force in terms of the multipole moments of the
ground state of an atomic ensemble:

hil4

- jg+je
Tyl2+ 5

(53)

<y Ot e hEaEnED ) ec,
k=0120lglgle D

where the operation (...-...) denotes a scalar product
[7] of irreducible tensors of the same rank k. The elec-
tric field vectors E and E* were determined previously
in Eq. (1). Then we have for the transition 1/2 — 1/2

hill2
y/I2+id

x O{EDED, Q3% +JY) +cc

= pO, gD _
(54)

6.2. Model of 2D Cooling

We shall now consider the manifestation of theforce
(54) in the simple 2D model of sub-Doppler cooling:
the symmetric configuration of the light field is given
by three coherent linearly polarized traveling waves:

3

E = E z enexp(ik,, ) (55)

where E, is the amplitude of each wave, and the wave
vectors k,,, m=1, ..., 3 lie in the same plane making
angles 2173 with one another, so that in the distin-
guished Cartesian coordinate system {e,, g, €} (the
e~axis is perpendicular to the plane of the wave vec-
tors) their explicit formis

ki = ke, k; = 5(—e,+3e),
(56)
ky= K
372
Let the linear polarization vectors e,, m =1, ..., 3,
make the same angles 6 with the e, axis. Then

(_ €— '\/éey) .

e, = sinBe, + cosbe,,

e, = _%gnﬁ(ﬁex +¢) + cosBe,, (57)

e = %sine(ﬁex—ey) + cosfe,.

For the configuration (55) the local parameters of
the field can be expressed using the following invari-
ants:

EOCE = EJ3+c(zz0-3)] = |¢/%, (58)

ELE = Ej(Z°-2(1-c)ZD), (59)
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T

Fig. 1. Form of the potential ®(r) for 6 > 0. Thecirclesmark
the regions of localization of the atoms.

where

3

7 = Z exp(ik,, 1),

mEm = cos’8 —%sinze,

¢ = (en[ey)
€(r) is the total amplitude of the field and ¢ is the
cosine of the angle between the polarization vectors.
Therefore, the dlipticity (r) of thetotal field, the total
phase @(r), and the polarization vector of the total field
can be represented in the form:

cos(2¢) = 1y
_lZ-20-970(z)*-20-qz) (€0
3+c(zzO-3) ’
exp(4ig) = 22—22(1—C)ZD’ 6D
(ZzD°-2(1-0)z
E
= e 62
|%|el¢ ( )

For the model presented an analysis of the possible
structures of two-dimensional atomic gratings, arising
asaresult of theforce F©, ismadein [12] for the tran-
sitionsj —= j (j are half-integers). For simplicity, we
shall confine our attention to the case ¢ = 0, where the
polarization vectors (57) are orthogonal to one another,

and the intensity €2 = 3E; of the general field is uni-

form. This configuration of the light field wasfirst con-
sidered in [20] for models of optical transitions with
coherent population trapping. The uniformity of the
intensity of the general light field simplifies substan-
tialy the analysis of the force F, since here the light
field has no nodes.
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1. Let us consider theforce FO. In generd, it is deter-
mined by the gradients of the dlipticity and the totd

phase.® However, for large detunings & > 1 the dlipticity
gradient makes the main contribution [12], and the force
F©, to ahigh degree of accuracy, can betreated asapoten-
tial force: FO =@ , where the potential

SO

d(r) = % cos’(2g),

cos(2¢) = (zz—zzEb(g(zEbz—zz)

(63)

_ 3+ 4c0s(3kx) cos(/3ky) + 2cos(2./3ky)
9
ispresented in Fig. 1. The centers of localization for >0

in this case are found from the condition that the fol-
lowing invariant function is zero:

3
W =z"-2z0= z exp(2ik,, ) = 0,

m=1

(64)

and at these pointsthe field (5) is circularly polarized.

2. We now consider the force F. We take account
of the fact that for ¢ = 0 the relation J(E - E*) =0
holds. This force can be represented in the form

F = FP+FY.
The component
l:(11) = l:Ws"' Fscah (65)
345
F&/S = ?fl(fl D/), (66)
Fow = —f, ((f, [0) = Ryv+vxB 67)
scat 192 2 1 eff, 11
where
fo= Dcosz(Zs)
17 Jsin(2¢)]

f, = i[wiOw-woOwd

is due to the gradients of the ellipticity, the total phase,
and the angle of rotation of the first kind of the polar-
ization ellipse. For an atom moving toward the center of
localization, it decreases to zero, just as F©. The com-
ponents appearing in Eq. (65) correspond to the force
contributions which are aready known from the 1D
models of sub-Doppler cooling.

Thus, the contribution Fgqs~ f; has a dispersion
dependence on the detuning and is associated only with

6 The genera configuration of ghe light field and for an arbitrary
dipole transition the force FO aso depends on the gradients of
the intensity and the angle of polarization-ellipse rotation of the
first kind [10].
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Fig. 2. The vector fields (left panel) f; and (right panel) f,. The circles mark the regions of localization.

the spatial gradient of the dlipticity &(r), and the vector
field fy(r), represented in Fig. 2 (left panel), determines
the direction of action of thisforce. Force Fg resultsin
cooling of the atoms for & > 0 by the sisyphus mecha-
nism [6], due to the redistribution of the photons scat-
tering by the atoms between the light beams, forming
the initial light field (55). We note that Fg predomi-

nates for large detunings & > 1.

The contribution F.; ~ f, arises from the gradient of
the ellipticity and the gradients of the angle of rotation
of thefirst kind of the ellipse and the total phase of the
light field and is due to scattering of photons of the ini-
tial light field (55) by atoms as a result of spontaneous
scattering. The direction of the force is given by the
vector field f,(r) and is represented in Fig. 2 (right
panel), but the magnitude of the forceis proportional to
the projection of the velocity of the particle on f;. The
effect of radiation friction is characterized by the tensor

(R, O(Fi(F); + (F2)i(Fo),

and there is also a contribution to the “Lorentz force,”
where the corresponding effectivefield By 4(r) ~f, % f,is
directed along the z axis. In contrast to Fg, the force
F<. does not depend on the detuning for a given type
of transition, but rather it is determined only by the spa-
tial gradients of the light field. An example of asimilar
force in the one-dimensional model is presented in
[21], where a possible cooling mechanism is aso pro-
posed for this case.

The component F$" arises from the gradients of the

angles of rotation of the second kind of the polarization
ellipse and its structure is more complicated. For the
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light-field configuration considered here it can be rep-
resented in the form

F(Zl) = sz + V X Beff,21 (68)

Rov = 24%500s(2€)[f (v [F ;) cos’e —f o(v [F5) Sin’e]
+ 2% .c0s(2€)[f4(v (T ,) + f (v (F,)], (69)

Bui o = ﬁ[lSstinz(Zs) + %(3 ¥ c0322£)}f3 xf,, (70)

where the vector fields f; and f, are presented in Fig. 3
on the left and right sides, respectively, and are deter-
mined by the relations

0. 0
f, = %Re%e—""z brexp(-2ik (1)E}

0. 0
f, = %Im%e_""z bexp(-2ik, (1)

where

N? = 54sin’(2¢)[9— cos(2¢) + 365 sin’(2¢)],
and the vectors

b, = ky—ks, b, = ks—k,;, by = k,—k,

are reciprocal-lattice vectors (e.g., {b;; b,}) and deter-
mine the spatial periodicity of the light-field configura-
tion under study [22].

The contribution [Ii?gv is adissipative force, but the
explicit anisotropy of the radiation friction forces fol-
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Fig. 3. The vector fields f3 (left side) and f4 (right side). The circles mark the regions of localization.

lows from its form (69). For example, for positive
detunings 6 > 0 cooling occurs aong the directions f,,
while heating occurs along the directions f5. The dissi-
pative force vanishes in the localization regions. It is

important to note that for large detunings & > 1 this
force decreases and, on the whole, becomes much less
than the previously considered forces Fgsand Fq;. The
symmetry of the vector fieldsf, and f, is determined by
the reciprocal-lattice vectors {bs; b,}, so that the unit
cell of the periodic structure is different from the unit
cells of the previously considered fields f; and f,.
Apparently, thefinal spatial lattice of atomsalso will be
determined by the vectors{b;; b,}.

Another component contributes to the “Lorentz
force,” where the effective field (69) depends strongly
on the detuning of thelight field. Specifically, thiscom-
ponent for large detunings predominates over the previ-
ously considered dissipative contribution, and in local-
ization regionsit does not vanish and is determined as

FP(cos2e = 0)

= e b(vIbysin(2b, T ()
- 1088mnp m(V n)sn( p )1

where summation over the indicesis assumed, and €,
isthe Levi—Civitatensor.

The appearance of the force (69), just as the previ-
ously considered contributions (65), is due to retardation
of the optical pumping of the ground state of the atoms
in fields with polarization gradients. Corrections to the
populations of the Zeeman sublevels m, = {+1/2, -1/2}
in alocal natural basis lead to the force (65), and these
corrections arise even in one-dimensiona configura-
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tions. The well-known interpretation of cooling mech-
anisms [6, 21] is also presented within this basis. In
contrast to them, the force (69) is present only inthe 2D
and 3D models of the sub-Doppler cooling and is due

to the appearance of coherences p3,,. z1, between the

sublevelsof the ground statein alocal natural basis. For
large detunings d > y this force is on the whole small
compared to, e.g., Fg.. However, its influence on the
formation of three-dimensional atomic gratings must
be taken into account because of the different scales of
the symmetry of the corresponding vector fields
(Figs. 2 and 3).

7. CONCLUSIONS

The bipolar-harmonics method, studied in this paper
and extended to the case of complex elliptic polariza-
tion vectors, is based on an expansion of the multipole
moments which arise in physical problems in bases
formed from the minimal sets of harmonics of any two
chosen directions. This method is most effective in
problems where there are two determining vectors, but
it could also be helpful with alarge number of vectors
in the problem, as we showed in Section 5. The choice
of determining vectors is not unique. For example,
instead of the complex polarization vectors e and €*,
thereal vectorse; = Reeand e, = Ime, giving the direc-
tions of the principal axes of the polarization ellipse,
could be used. The advantage of the method is that the
analysis is invariant: the basic dynamical factors are
immediately identified; the number of such factors, for
anumber of reasons, can be much smaller than the ini-
tia dimension of the physical problem. On the other
hand, the known structure of the irreducible tensors
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makes it possible to analyze the characteristics of the
medium (susceptibility tensor [23], kinetic coeffi-
cients) in their connection with the determining vectors
of the problem. For example, in analyzing on the basis
of the semiclassical approximation light-induced forces
and diffusion coefficients, determining the kinetics of
the cooling of atomic ensemblesin light fields with 2D
and 3D configurations, attention is focused on the
dependence of these kinetic coefficients on the param-
eters of the light field: the spatial gradients of theinten-
sity, the total phase, the ellipticity, and the rotation
angle of the polarization ellipse. Depending on the type
of gradient, light-induced forces are naturally classi-
fied, as one can see for the model considered in the last
section. It can aso be shown that the dynamical factors,
which have the form of rational functions of the ellip-
ticity parameter cos2¢ of the light field, will determine
the specific nature of a particular atomic dipole transi-
tion.
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APPENDIX
Generalized Rotation Matrices

The parameterization of the matrices U of the SU(2)
group using the Euler angles a, (3, and y [7] has the
form

U = Eun Uso E

Uuy Uy O
. | | 5 A
_ Ocos(B/2)e’“ " sin(Br2)e ' "2
0 . j(o— j(o + U
0-sin(/2)e " cos(Br2)e“ V"

where the ranges of the parametersare 0 < B < T,
0 < a < 2m, and 0 < y< 21T In this parameterization the

rotation matrix D;, E(U) isrepresented in the form [8]

D} (@, B,Y) = &"“* " dy(@),

(K= (k=& _z+ef
CEDIE -

y (K+PU=D 2P
> woG-oG-a 2

j =max(g, &)

K — g
dgz(B) = (-1) (A2)
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The direct representation D; E(U) in terms of the
elements u; ; of the matrix U [8] is

Dy (U) = J(K+E) (K=& (K +E) (k&)
min(k =&, K + &) . ' ' N
xS () T ) () T (A
J = max(0.2-%)
X(Uz) " LK+ E=)HE —E+ (K=& =)
The generdization of the representation (A.3) for

arbitrary complex 2 x 2 matrices U possesses a multi-
plicativity property:

D*(U, U,) = D"(U,) DD*(U,). (A.4)

If detU =1 (U O SL(2, C))), thenthe generalized “rota-
tion matrices” (A.3) will also satisfy the Clebsch-Gordan
theorem [8]:

D! ¢ (U)Dg; ¢ (U)
= z C

K =[Ky =Ky

K & +E&) (A-5)
Ky €15 Kp &5

K& +&

K
CKP €15 Ko EzDZi +85, 8+ Ez(U) :

These two properties makeit possible to expand cer-
tain well-known algebraic relations from the apparatus
of the quantum theory of angular momentum. For
example, it is well known [8] that the matrices U O
SL(2,C) can be parameterized in accordance with
Eqg. (A.1), where now the angles a, 3, and y are com-
plex, and their ranges are

O<ReB<t, O<Rea<2m O0<Rey<2m

The extension of the trigonometric functions of com-
plex angles is done in the standard manner. The trans-
formations for the Euler angles (7) from the superposi-
tion of two rotations U = U, - U, remain valid even in
the more general case of complex angles. The rotation
matrices generalized in this manner are not unitary:

D*(U™) # (D"(U))".
However, once again, the relation
D(U™) = D*(~y, B, —a) (A.6)

and other similar symmetry properties are satisfied [7].

Expanded Spherical Functions

Expanded spherical functions (the term “expanded
spherical functions’ is sometimes used in the literature
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to denote the Wigner D functions [24]) can be intro-
duced into the analysis:

Yee(P. 0) = ”‘T“T)[(D")a?a(a, B.Y)

i
= % Do, ¢(-Y, =B, —0) (A7)
= o JACE U EN Bl (cosp)

by analogy with the definition of the spherical func-

tions for the SU(2) group. Here Pi(cosB) IS an associ-

ated Legendre polynomial. The spherical functions
defined in this manner possessthefollowing properties:

() The Clebsch—Gordan expansion remains valid
[7], which follows directly from Egs. (A.5) and (A.7);

(b) these functions transform according to the law

B(a, B, Y)Y (8", )

~ A.8
= zYK,E(S! q)) DE, E'(a1 B! y)v ( )
3

whered, ¢ and 9', ¢' are the complex spherical angles
in the initial and the new coordinate systems; and,

(c) the symmetry properties
Yo e(B —a) = (-1)"Yi <(B, @),
Yo e(B, a) = (=1)" Y &(B, ).

These functions can be represented asan irreducible
tensor product of the corresponding complex vector z:

x{..{{z0Oz},02z},...02z}

(A.9)
K,&?

if the parameterization vector in the form of general-
ized complex spherical coordinates (z, 9, ¢) instead of
the Cartesian complex coordinates (z;, z,, z;) isused for
this vector. The representation of the expanded spheri-
cal functionsin the form (A.9) was used in [4] to ana-
lyze the tensor properties of the radiation relaxation
operator and the sationary solution for the density
matrix of atoms with optical orientation by elliptically
polarized light.

Generalized Bipolar Harmonics

By analogy to the standard harmonics [7], we now
introduce the generalized bipolar harmonics as func-
tions of directionsin a complex space, which are given
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by two arbitrary vectors, z and z', and are defined by the
relation

Vi, 0;9,0) = V'@ 2)
= (Y2 DV.(@)};.

Many algebraic properties of these functions are
identical, because of Egs. (A.4) and (A.5), to those for
the standard bipolar harmonics [7], including proper-
ties such as the Clebsch—Gordan expansion and the
transformation under a rotation of the coordinate sys-
tem. In this connection, we note the reduction relation (1)
for bipolar harmonics:

A0, 0)Y} "(z, 2)
= —2M(1-1,L-1)(n,Ch,)Y; "7
+AO, DY 2+ AL 0)Y P - AL DY, ,
B ; o2 2 (A1)
Ap, 9 = {[(p*+ag+(-1)"1+(-1)"L) —j7]
x[(p+q+(=1)° + (-1)°L)" = (j + 1)°]

x[(21 +1-4p)(2l + 1-4q)] "},

(A.10)

S1-2,L-2

which makesit possible ultimately to represent Y',-’ " with
arbitrary values (I, L) = 0 as a sum of bipolar harmonics
withthe order of the upper indices(I', L") = 0 satisfying the
condition2j <I'+L'<2j + 1. Heren,=2z/z
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Abstract—The reduced density matrix method is used to calculate the quantum-statistical properties of the
radiation of a quantum-dot laser operating on the whispering gallery mode of a dielectric microsphere. It is
shown that under the conditions of strong coupling between the quantum dot and an electromagnetic field the
radiation of such alaser can be in anonclassical (sub-Poissonian) state. The laser scheme considered is char-
acterized by an extremely low lasing threshold and a small number of saturation photons, as result of which
lasing is possible with close to zero population inversion of the working levels, if g> P > y> I, where g is
the field—matter interaction constant, P isthe pumping rate, y isthe loss rate of the resonator, and I' is the spon-
taneous emission rate. The largest squeezing inside the resonator—microsphere (the Fano factor F = 0.75)
obtainsfor g > P> y> I, and the greatest squeezing in the fluctuation spectrum outside the resonator [V(w =
0) = 0.25] occursfor g~ P ~y> I, and in this case a substantial deviation of the photon number statistics of
the radiation leaving the resonator from the Poissonian statistics is observed. © 2000 MAIK “ Nauka/Inter peri-

odica” .

1. INTRODUCTION

Quantum dots are nanoscopic semiconductor quan-
tum structures which possess a discrete spectrum of
electronic states [1-3]. The single-atom microlaser is
now an object of active theoretical and experimental
investigations, which make it possible to study the fun-
damental quantum properties of the interaction of mat-
ter and light for the example of such an elementary light
source.

As shown in [1,3], a dielectric microsphere with an
atomic transition which is in resonance with the whis-
pering gallery mode with its inherent high Q (up to
10'%) makes it possible to develop a microlaser with a
record low threshold of excitation and a narrow spectral
line.

In the present work we examine a four-level laser
scheme based on a quantum dot with parallel pumping
[3-5]. The quantum dynamics of the laser was calcu-
lated by finding an accurate numerical solution of the
equations of motion for the reduced density operator in
a basis of Fock states of the single-mode electromag-
netic field of the whispering gallery mode of a micro-
sphere interacting with the quantum dot. The condi-
tions for generation of a squeezed (sub-Poissonian)
state of light in the strong-coupling regime, which we
found in apreviouswork [6] and which is characterized
by the following relations between the field—matter
interaction constant (g), the pumping rates (P;), theloss
rate of the resonator (y), and the spontaneous emission
rate (IN), weredetermined: P;, y> I and P, y~g. It was

established that under the optima conditions 25%
squeezing can be obtained inside the resonator and
four-fold sgueezing of the spectrum of the intensity
fluctuations of the output radiation can be obtained at
zero frequency. In a previous work [6] we showed that
in the strong-coupling regime a two-level single-atom
microlaser can produce a squeezed state of light with
indicators of squeezing under the stationary conditions
much smaller than in the four-level scheme with paral-
lel pumping studied in the present work. At the same
time, in the transitional regime squeezing in atwo-level
scheme can reach afactor of 10 at the output of the res-
onator and exceed the corresponding value for a four-
level laser. The whispering gallery mode used as the
resonator with high Q and a small effective mode vol-
ume [1] makesit possible to obtain the strong-coupling
regime necessary for the generation of the squeezed
state of light [6].

2. MODEL OF A QUANTUM DOT LASER

Sincethe size of aquantum dot is 10-30 nm, we can
assume that only one discrete energy level for an elec-
tron and one level for ahole are present in it. As result
of the Coulomb blockade effect [2, 3], no more than
one electron and hole can be present simultaneously in
each energy level. The excited state of a quantum dot
(exciton) arises when both types of carriers are present
simultaneoudly in the potential wells corresponding to
each of them. An optical transition (A = 980 nm for
INAS/GaAs) occurs with the mutual annihilation of an
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electron and a hole, as a result of which the quantum
dot istransferred into the ground state (empty quantum
dot). If only one carrier (electron or hole) enters the
guantum dot by tunneling through the potential barrier,
there arises a semiexcited [3] state of the quantum dot
that does not interact with the electromagnetic field. A
transition from a semiexcited state into an excited state
ispossibleif acarrier with the opposite sign enters the
guantum dot.

A quantum dot is coupled with the whispering gal-
lery mode of the microsphere [1] placed nearby and is
the active medium of the microlaser.

Following [5], we shall distinguish two semiexcited
states [3] and study two levels |Cland [DUO(through
which the upper laser level |ACls pumped) arising when
only one electron or only one hole is present in the
guantum dot. In this excitation scheme there arises
four-level laser model operating on a two-level quan-
tum dot with parallel pumping (Fig. 1).

We shdl neglect the processwhere the excited state |AC]
decays by means of the loss of one of the carriers and
transitions into semiexcited states, and we shall also
neglect the direct pumping arising when carriers with
different signs have entered the quantum dot simulta-
neously.

The coupling constant between the quantum dot and
the field of the whispering gallery mode in the dipole
interaction approximation was taken to be red

- /ZT[U)AB
g = dag AV,

where V; isthe effective volume of the whispering gal-

lery mode [1] interacting with the quantum dot, and dag

isthe matrix element of the dipole moment operator of

the quantum dot characterizing the trangition |AC— |BU
with the emission of one photon into the resonance
whispering gallery mode of the microsphere.

(D

We shall analyze the quantum stochastic dynamics
of afour-level quantum-dot laser using a reduced den-
sity operator of a system consisting of the quantum dot
and asingle-mode field in aFock basis:

p(t) = > Py an(®) XINM. - (2)

x,y={A B,CD}nm=0

We shall place the reference point of the energy of
the quantum dot midway between the energies of the
states [ACANd |BLJand we shall assume that the energies
of the conditional semiexcited states |ClJand |Dlare
also equally spaced from the energies of the laser states
|ACand |BL] Under these conditions, in the interaction
representation and the Born—Markov approximation
[6, 7] the reduced density operator of the atom-field
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Fig. 1. Arrangement of the energy levels of a quantum dot.
The states |JAUand |BOare coupled with one another by the
laser dipole transition with frequency w, and coupling con-
stant g; " isthe spontaneous emission rate: the states |CCand
|DCcorrespond to the energy levels of a semiexcited quan-
tum dot (see explanation in the text; see also [3, 5]); P
(xy =BC, BD, CA, DA) aretherates of pumping of the upper
laser level through semiexcited states.

system (2), interacting with areservoir, satisfiesaLiou-
ville equation of motion of the following form:

dp _ 0 _ _n[9Aar—088
3t aSpR(O-RDS) = |A[ > ,p}

—ig[(a"Opg + Ogad), P]

+ %(nT +1)(2apa’ —a'ap —pa’a)

+ %nT(2a+pa— aa'p—paa’)
©)

r
+ E(NT +1)(20,5P0pa—O0pa0asP — POpAO aB)

r
+ 5 N1(205AP0ag — O pp0saP — PO RO aB)

P
+ z D%(ZO-xypo-yx - nycxyp
{xy} = CA, BC, BD, DA

P« U
- pcyxcxy) + __2y_ (Zoyxpoxy - nyoyxp - poxycyx) E

where A = w,g — W, isthe detuning of the resonator fre-
guency from the transition frequency, and the operators
referring to the quantum dot have the following form:
O, = [yIX|, X, y = A, B, C, D. The quantitiesy, I', and
P,, are, respectively, the rate of loss of the field at the
mirrors, the spontaneous emission rate, and the inco-
herent pumping rate. The quantities P,, are the rates of
de-excitation of the excited and semiexcited states and
will be heglected in the cal cul ations bel ow. The equilib-
rium average numbers of photons of the thermostat and
excitation of the quantum dot at temperature T are
denoted in EQ. (3) as ny and Ny, respectively. Both
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guantities are small in the optical frequency range of
the field at moderate temperatures.

In the basis of states of the quantum dots the com-
ponents of the reduced density operator of the system

Py/(t) =X[pyL] x, y=A B,C,D,

which depend only on the electromagnetic-field vari-
ables, satisfy the following eguations of motion
obtained from Egs. (3):

) M+ Py + P
Pag = —_—BED_‘B—CPAB

—i1Apas—ig(apgs —Pasd) + LPag

) M+ Pgy+P
pBA=_+BCpBA

+iApga+ig(Pesd’ _a+pAA) + LPgas

. _ Pgp+Pgc+Pcp
Pcp = > cB

WAY .
_IEpCB +1gPcad + LPce,

. _ Pgpt+Pgct+Pcy
Pec = > BC

WAY .+
—|§ch—|ga Pac t LPscs

r+p A . +
_——E—QApCA + IEpCA +1gpcg@ * Lpcas

) [+ Pca
Pac = — 5

Pca = —

AN .
Pac—I EpAC —igappc + Lpac,

) Poa+ Pgp + P
Pep = = ZBD BCpBD

(4)

WAY .+
+ 'EPBD_W]& Pap *+ LPsp:

. _ Ppat+Pgp+ Py
Poe = > DB

A .
—|EPDB +igppad + LPpe;

) r+pP A . +

Ppa = - DApDA+|§pDA+ I9Ppg@ + LPpa,
. _ +Ppa
Pap = — 5

AN .
Pap _IEpAD —igapgp + LPap,

Paa = —TPaa+ PcaPcc + PoaPop

—ig(aPea—Pasd’) + LPan,
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Pes = MPaa—(Pep * Pec)Pss

+ig(Pgad—2a Pas) *+ LPgs,

Pcc = —PcaPcc * PacPes *+ LPce:

Poo = PeoPes—PoaPob + LPpo-

Here the operators representing the resonator losses
caused by the interaction with the vacuum modes of the
field have the form

Lpyy = \—2/(2apxya+ —a’'ap,, —p,a’a). (5)

It follows from the equations of motion (4) for the
polarization operators coupling the nonlaser states with
the laser states p,, (xy = CB, BC, AD, DA, CA, AC, BD,
DB) that if initially the values of these quantities are
zero, then these variables remain zero fro all time. Con-
sequently, in the calculations below the equations for
the indicated polarizations of the quantum dot will be
neglected, since the initial values will be taken as zero.

The equations for the matrix elements of the
reduced density operator, which we solved numeri-
cally, can be obtained from Egs. (4) in the Fock repre-
sentation

Pxy; n(t) = X ] p|mLyL) (6)

xy = AB, BA, CB, BC, CA, AC, BD, DB,
DA, AD, AA, BB, CC, DD.

The system of equations with dimension 6 x (N, + 1) X
(Nmax + 1), Where n4 is the size of the basis of Fock
states, was solved numerically by the fourth-order
Runge—Kutta method. Initialy, the field was in a pure
vacuum state, and the quantum dot was in the lower
state. Thus the density matrix of the quantum dot and
the field, which did not interact with one another at the
momentt =0, is

P(0) = pa 0 py,

- _ (7)
Pa = [BOB|, p¢ = |OIO].

The statistical average values of the field and popula-
tions of the states of the quantum dot were determined
asfollows:

Z Pxx; n, n(t)! (8)

mOD= Y Tr(pu() =
X x=AB,C,Dn=0
POO= Tr(PM0) = 3 Procnnl): )
n=0
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The variance (fluctuations inside the resonator) was
found from the expression

var(n(t)) = {AN(t))’0

= S (n= O Pus nolD). (10

x=AB,C,Dn=0

The variances of the canonically conjugate quadratures
of the field X,(t) = [a*(t) + a(t)]/2 and X_(t) = [a*(t) —
a(t)]/2i can be expressed in terms of the matrix ele-
ments of the density operator as

AXY0= 3 O 20+ Dpend)

X=A,B,C,D[L1=O

* z mpxx; n, n—2(t)
n=2
(11)

x z '\/(n+ 1)(n+2)pxx; n,n+2(t)
n=0

) o 2
— Ll
T z n+ 1pxx; n,n+1(t) . z '\/F]pxx; n,n—l(t) D
n=0 n=1 0

It is assumed that inside the microsphere, which is the
laser resonator, the electromagnetic field is in a state
with discrete values of the frequencies (whispering gal-
lery mode), while outside the resonator the field pos-
sesses a continuous spectrum. Consequently, the tem-
poral fluctuations of the field inside the resonator are
sources of fluctuations of the frequency spectrum of the
radiation exiting through the surface of the micro-
sphere. The field outside the spherical resonator can be
represented as a sum of the laser field exiting the cavity
and the noisefield of the reservoir-thermostat, incident
on the surface of the microsphere, i.e., a®(t) = bi"(t) +

Jy a(t), where bin(t) is the operator of the vacuum field
incident on the surface of the microsphere [8-10]. The
Heisenberg operator a®*(t)a®(t) isthe operator for the
number of photons exiting through the surface of the
microsphere per unit time. The quantity characterizing
the statistics of the laser radiation outside the micro-
sphere is the stationary spectrum of fluctuations of the
form

[

V() = ||m 2I dt cos(wrt) (12)

% [ |j1out(t + T)nout(t)D_ BiOUH(t + T)aout(t)ﬁ] .
Since the two-time correlators under stationary condi-

tions are even functions of t, the Fourier cosine trans-
formisusedin Eq. (12).
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The commutation relations for the field operators,
forming a continuous spectrum outside the cavity have
the form [8-10]

[a™(t+1), 2™ (®)] = &(T). (13)
Using Eqg. (13), we obtain the two-time correlation
function of the photon number operators:
Tt + 1)) 0= [t + T)at + T)a’ M ai)
= @'t + a5

+ @ Ma’(t+at + Han.

Thusthe stationary spectrum (SS) of the fluctuations of
the number of field photons at the cavity exit consists of
the shot noise and the chronologically and normally
ordered spectrum of the fluctuations:

V%) = th™(teg) T+ : V*'(w) : . (15)

In the case of one transmitting mirror the correlators of
thefield of the discrete mode of the radiation inside the
microsphere are related with the correlators of the
fields of the continuous spectrum outside the cavity, as
shown in [8-10], as follows:

&' Mat)” = y&'(Hat)d

(14

(16)
m(ba’(t + at + )at)”

= y’@'®)a'(t+at +1)at)d

Substituting Egs. (16) and (17) into Eq. (12), we find
finally for the Fano spectral factor the formula

_ Vout(m) _
F(w) - |]1|jUt

(17)

1+ lim—2Y
t~ o[ (f)a(t) ]

00

x I dt[ & (H)a’(t + 1)a(t + 1)a(t)d (18)
0

— @'t +Da(t + )& (t)a(t)[] cos(wrt).

The quantity F(w) = 0 assumes values less than 1 for
thefield outside the microspherein anonclassical state.
For F(w) = O thereis a shot noise level for all frequen-
ciesw i.e, thefield isin a coherent state. The parame-
ter characterizing the photon statistics outside the
microsphere isthe Mandel parameter

O An™"(t)An™(t) :0 _

QOU'[ = nout

SJ[ F(&) - 1]dd,
0 (19)

~ W

W= =

g
The Fano factor is related with the Madnel parameter
by therelation F = Q + 1; for thefield in anonclassical
squeezed state the Mandel parameter is negative. We
note that local squeezing in the spectrum (18) may not
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Fig. 2. (&) Fano factor for the radiation inside a quantum-dot laser resonator versus the dimensionless time for P, = 3, y =1, and
" =0.001 in units of g. (b) The spectrum of the fluctuations of the number of radiation photons outside the laser cavity. (c) Depen-
dence of the average number of photons of radiation inside the quantum-dot laser resonator versus the dimensionless time for the
same values of the parameters. (d) Populations of the states of a quantum dot versus the dimensionless time for the same values of

the parameters.

lead to afrequency-integrated nonclassical sub-Poisso-
nian photon-number distribution.

The two-time correlation functions appearing in
Eq. (18) was found as follows. Under stationary condi-
tionsit is easy to obtain for the correlation functions of
the field operators inside the resonator the following
expression from the quantum regression theory (see,
for example, [11]):

@(ha'(t + )at + 1)at)3s = Tr(@ ap(r)), (20)
where the operator p (1) = p (t + 1) satisfies the Liou-
ville equation (3) with the initial condition (t = 0)

Pom0) = J(N+1)(M+1)praymealtss),  (21)

where p, .1 m+1(lss) are the stationary values of the
density matrix of the system.

3. STRONG COUPLING CONDITION
AND GENERATION NONCLASSICAL LIGHT

In [6] we established that a single-atom two-level
laser with incoherent pumping is capable of generating

nonclassical radiation with sharply sub-Poissonian
photon statistics. The necessary condition for generat-
ing such light is that the spontaneous emission rate
must be small compared to the cavity pumping and loss
rates. A necessary and sufficient condition for the radi-
ation to be nonclassical isthe so-called strong-coupling
condition, when the field—atom coupling constant is of
the order of the loss rate of the resonator and the pump-
ing rate and much greater than the spontaneous emis-
sion rate, i.e., g ~ P,, y > I. It should be noted that
such a regime is different from the strong-coupling
regime studied in, for example, [12] with g >y, T,
where the fluorescence spectrum possesses the charac-
teristic Rabi doublet structure.

In thiswork, astrong-coupling regime similar to the
one described in [6] is studied for a quantum-dot laser
in a four-level scheme under conditions where the
pump rates P, are all the same. Cal culations using the
relations (4)—(6) showed that, just asin the case of the
two-level one-atom laser, a substantial degree of com-
pression of the light generated is possible under stationary
conditions as well as in a trangtiona regime. Figure 2a
shows the dependence of the Fano factor F = [{An)?[mHC]
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Fig. 3. SameasFig. 2, for P,, = 0.02, y=0.005, and I' = 0.0001 in units of g.

inside the resonator on the dimensionlesstime for P = 1,
y=3,and ' = 0.001 in units of the coupling constant g,
i.e, under strong-coupling conditions. As one can see
from Fig. 23, in this case sub-Poissonian photon statistics
occursin the transitional regime (F,;,, = 0.901) and under
gtationary conditionsF¢5=0.905. It wasfound in [6] that
asingle-atom two-level microlaser withl" <y <g~P,,
in the transitional regime produces a field with F < 1.
The calculations performed in the present work show
that for a quantum-dot microlaser transitional squeez-
ing of the field intensity cannot exceed its stationary
value by so much. Figures 2c and 2d show the quan-
tum-mechanical averages of the number of photonsand
the populations as a function of time for the same val-
ues of the laser parameters. We note that in the process
of establishing a stationary state, at some moment in
time al populations of the states of the quantum dot
become equal to one another, which is a characteristic
feature of thisfour-level scheme and occursfor any val-
uesof thelaser parameters. At the sametime, asfollows
from Fig. 2d, under stationary conditions, for g ~ P ~
y> T, thereisasubstantia population inversion of the
laser levels of the quantum dot.

It is evident from Fig. 2b that substantial squeezing
of the output radiation of thelaser is present in the spec-
trum of the photon number fluctuations near zero fre-
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guency: F(w = 0) = 0.289. The Mandel parameter in
this caseis Q, = —0.29, i.e, the distribution of outgo-
ing radiation photons is sub-Poissonian.

The calculations show that the internal squeezing is
minimal for strong-coupling conditions of theform g >
P > y> TI. Varying the parameters P,, and y showed
that the maximum sgueezing attainable in this scheme
inside the cavity is 25% (the Fano factor of F = 0.75).
Figure 3 displays the computational results for close to
optimal values of P and y; here the squeezing inside the
cavity F = 0.76 (see Fig. 3a). Squeezing in the outgoing
radiation spectrum is substantial only for frequencies
w<y; the maximum squeezing obtains at zero fre-
qguency: F(w = 0) = 0.504 (see Fig. 3b). The Mandel
parameter in this case Q,; = —107%, i.e., the state of the
outgoing radiation is close to coherent. Thus, when the
rate of resonator losses is small compared to be cou-
pling constant g and the pumping rate, substantial
squeezing of the fluctuations of the number of photons
of intracavity radiation |leadsto anearly Poissonian dis-
tribution of the photons outside the cavity.

The dynamics of the establishment of stationary las-
inginthecaseg> P> y> T isof special interest. As
one can see from Fig. 3d, the point where all level pop-
ulations are the same is obtained even at the early stage
of the evolution of the laser, when the average number
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of photons in the cavity is small compared to the sta-
tionary value. In the stationary state the popul ations of
all four levels become the same, i.e., generation occurs
in the virtual absence of a population inversion for the
working transition (the inversion does not exceed 10-).

Our calculationsfor A # 0 showed that the detunings
of the frequency of the resonator field from the transi-
tion frequency lead only to a decrease of the squeezing
inside and outside the cavity.

As noted in [13-15], noise suppression is a charac-
teristic property of multilevel lasers, including our
guantum-dot laser. Under the conditions of the scheme
with parallel pumping the residence of carriersininter-
mediate semiexcited states results in atime delay or a
memory effect [14], a consequence of which isregular-
ization of the pumping of the excited state, since a
guantum dot in a semiexcited state no longer interacts
directly with the field. An important factor making pos-
sible generation of a squeezed state is the equality of
the rates of pumping performed synchronously from
both semiexcited states.

4. CONCLUSIONS

The caculations performed in the present work
have shown that an important condition for the genera-
tion of a squeezed state of light by a quantum-dot laser
isthat the coupling constant between the matter and the
electromagnetic field must be large compared with the
spontaneous emission rate. Using the whispering gal-
lery mode of a dielectric microsphere, having a small
effective mode volume [1], as a laser resonator makes
it possible to increase the coupling constant to 10° Hz
[1, 3]. The characteristic spontaneous emission rate of
aquantum dot in empty spaceis of the order of 10° Hz.
However, the presence of a material body (dielectric
microsphere) substantially changesthe mode density of
the electromagnetic field in the space surrounding the
body and therefore the distribution of the zero fluctua-
tions of the field and, consequently, the spontaneous
emission rate [16—-18]. Depending on the transition fre-
guency of the quantum dot and the position of the dot
relative to the surface of the microsphere, the spontane-
ous emission rate of the quantum dot can differ from
the corresponding value in empty space [19] and there-
foreit can be substantially lower.

Another necessary condition for achieving substan-
tial sgueezing of intensity is the relation between the
coupling constant and the radiation lost rate in the cav-
ity g > y. Thiscondition can also be satisfied in the case
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of the whispering gallery mode because of its high Q [1].
On this basis the strong-coupling condition g > P >
y > [, permitting generation of nonclassical light by a
guantum-dot laser, can be satisfied.

A characteristic feature of aquantum-dot laser oper-
ating on the whispering gallery mode is an extremely
low lasing threshold, as a result of which it is possible
to produce intense radiation with incoherent pumping
under close to zero population inversion conditions.
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Abstract—An algorithm is proposed for calculating the spectrum of the cross section for photoionization of
carrierson deep centersin electric fields on the basis of the form function of an optical transition. An experiment
and calculations were performed for the complex Vg ~Sas in GaAs. The proposed model is compared with
theoretical works based on the single-coordinate approximation. It is concluded that the single-coordinate
model is applicable for describing the field-dependence of the cross section for photoionization of an electron
onaV Sy center. Dataon theinfluence of an external electric field on the change in the moments of the form
function of the absorption band of the complex V ¢;~Sas in GaAs are obtained. It is concluded that an electric
field influences the adiabatic potentials of the center investigated. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

It is known that an electric field increases the prob-
ability of optical transitions. This effect was predicted
for intraband transitions by Franz and Keldysh inde-
pendently [1] in 1958 and first observed experimentally
by Vavilov and Britsin [2] in 1960. The theory was fur-
ther elaborated in [3, 4] (the Franz—Keldysh effect in
impurity absorption).

A more accurate calculation of the transition proba-
bility from deep impurities centers into the conduction
band in the space charge region of a semiconductor in
an electric Field was made in [5, 6] in 1972, and the
results of thiswork were quickly confirmed experimen-
tally in [7]. The Timashov formulas, presented in [6],
are based on a single-coordinate model for describing
deep centers in semiconductors. This model imposes
quite stringent restrictions on the character of the oscil-
lationsin asystem and must be verified in each individ-
ual case. Thus, the degeneracy of the electronic states
of acrystal with animpurity center resultsin the break-
down of the adiabatic approximation and in vibrational
mixing of the electronic levels. In this case the single-
coordinate model may be in inapplicable for calculat-
ing field dependences.

It is shown in the present paper how to calculate the
field dependences of the photoionization cross section
in general case on the basis of the experimental form
function of the optical transition. To confirm the calcu-
lation presented the inverse problem of finding theform
function of an optical transition from the experimental
spectrum of the photoionization cross section of elec-
tron in adeep level of the complex VS, in GaAsis
solved.

2. CALCULATION OF THE PHOTOIONIZATION
PROBABILITY FOR DEEP CENTERS
IN STRONG ELECTRIC FIELDS

The basic characteristics of an electronic transition
between two states of a system which are described by
the wave functions |10and |200are determined by the
transition probability, which according to [8, 9] can be
represented in the form

W¥?(hv)

- 1
- S k(L2 oE B m),

where n and n' enumerate the vibrational states of the
ground and excited electronic terms, and p,, is the
probability of finding an electron in avibrational state
with index n of the term 1, which taking account of the
Boltzmann distribution has the form

1

— wnd Eu 0 Ewpl]
Pin = eXpD_ﬁD[Z eXpD_ kTDi| )

where M is the electric or magnetic dipole moment
operator of the system.

It is obvious that the value of the integral W*2(hv)
depends strongly on the form of the functions |10and
|20) so that for agiven electronic transition 1 — 2itis
determined by the character of the vibrational states
being combined or in other words by the electron—
phonon interaction. The latter determines the depen-
dence of W2 on the photon energy. Knowing W*(hv),
itiseasy to find the light absorption coefficient K2(hv).
We shall determine this coefficient, as usual, from the
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relation | = I exp[-K®?(hv)l], where | and |, are,
respectively, the intensity of theincident and transmit-
ted light, and | is the thickness of the absorbing layer.
Then [10]

418 Nv
3hc
where N is the number of absorbing centers per unit

volume.

According to [8], Eg. (2) can be rewritten in the
form

K2(hv) = wW¥2(hv), )

K™(hv) = kvf (hv), ©)

where f(hv) is the form function of the optical transi-
tion (in our case with absorption of a photon), contain-
ing information about the el ectron—phonon interaction.

In practice it is often necessary to deal with level—
band (conduction or valence) transitions. Having
absorbed a photon, an electron movesfrom adeep level
into any state of the band (for definiteness, we shall
consider the conduction band). Consequently, even in
the absence of an electron—phonon interaction the prob-
ability of atransition under the action of optical radia-
tion depends on the electron density of states of the
conduction band. In the parabolic approximation for
the conduction band E(k) = %2k?/2m* this dependence
near the band edge has the well-known form [11]

W(hv) = % hV=E,. 4

Thus, above theionization threshold E, the effective
Ccross section is proportional to the electron density of
states of the conduction band.

On this basis the transition probability from a deep
impurity center into the conduction band is a convolu-
tion of Eg. (3) with the conduction-band states:

hv
W, (hv) = f W(hv —g)K™(g)de, (5)
hv -A

where A is the energy width of the allowed band (con-
duction band).

Then we obtain the following expression for the
probability of an optical transition with absorption
from adeep impurity center into the conduction band:

hv
W,(hv) = G, I Jhv —gf(€)de, (6)
hv —-A
where G, it isanormalization constant.

The contribution of electric field F can be taken
into account in the expression for the probability of a
purely electronic transition. The latter was calcul ated
theoretically by Vinogradov, using athree-dimensional
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o-function for the potential of adeep center, neglecting
the electron—phonon interaction [4]:

F (v, FY), @)

hv./2m* E

W(hv) = A
where

20

o) = 5 V3(=2) + 2V(-2) —%V(—Z)V'(—Z)E;

2m*ES°

enF 0O

—E¢
E, [

2(hv, F) = g“’

] erF DZ
Bom* ;0

Aisanormalization factor that depends on the number
of impurity centers. Finally, we obtain

hv
Wabs(hv) =A I E

L 2mFE, (8)
x Q(z(hv —¢, F)) f(e)de.

Therefore the problem of calculating the spectrum
of the photoionization cross section in electric fields
reduces to finding the form functions of the optical
transition with absorption of aphoton. The latter can be
obtained [12] from the contour of the absorption band
by dividing it by the photon energy or from the lumi-
nescence band, as shown in [9].

Er = Eo+

3. EXPERIMENTAL DETERMINATION
OF PHOTOIONIZATION CROSS SECTIONS

Sulfur-doped GaAs was chosen as the material for
checking the model experimentally. Group-VI impuri-
ties in GaAs occupy arsenic sites and become donors,
forming shallow levels near the conduction-band bot-
tom. In addition, it is well-known [13-15] that they
form complexes consisting of gallium vacancies and a
donor at an arsenic site (VgDag). INn [9] the photolu-
minescence spectrum of the complexes Vg S, in
GaAs.Swereinvestigated. Ni-GaAs contacts were pro-
duced by electrochemical deposition of nickel. The
method for depositing nickel and an investigation of the
structures obtained, which are described in [16],
showed that the structures obtained are Schottky
diodes.

The spectrum of the photoionization cross sections
of deep centers was measured on the basis of a study of
the charge transfer kinetics of deep levels under the
action of illumination in the stage charge region (SCR)
of a Schottky diode [17-19]—the so-called photoca-
pacitance method [19]. A metal cryostat was used to
perform the experiment at temperatures below room
temperature. The sample was thermostated (the tem-
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perature was maintained to within 1 K), and it was pro-
tected from the background light. An MDR-23 mono-
chromator was used for excitation.

The analysis of the measurements was based on a
simple kinetic equation, which in the absence of trap-
ping of electrons and holes in the field of the space
chargeregionis

dn,

dt = —(Jg, +e)n + (Jg, +€p) (N —ny), ©)

where Jisthe photon flux in the SCR, d,, it isthe pho-
toionization cross section for electrons (holes), &, is
the rate of emission of electrons (holes) from the level,
N; is the density of complexes, and n; is the density of
electrons on the complexes. The emission rate includes
a combination of al thermal field processes. Hence we
obtain the time constant for the decrease of the capaci-
tance with the light switched off: T = e, + g, + J(q, + ¢},).

Since the level lies closer to the valence band and
the energy splittings from the bands exceeded 10KT, it
can be assumed that charge transfer on the level with
the light switched off is completely determined by hole

emission and the time constant of the process r;flf =6,
and with the light switched it depends on the time con-

stant r;,f = &, + Jq,. Then the photoionization cross sec-
tionis

(10)

The experiment was performed asfollows. Thetime
variation of the capacitance of the SCR of the sample
with monochromatic illumination with photon energies
from 1.27 to 1.46 eV switched off and on were mea-
sured for several fixed reverse-bias voltages applied to
the sample.

The spectral curves of the optical emission rate and
the photoionization cross section for electrons on a
deep center, produced by the complex V S, are pre-
sented in Fig. 1 for five different fixed fieldsin the SCR
of the barriers investigated.

4. CALCULATION OF THE FORM FUNCTION
FOR OPTICAL ABSORPTION

The quantity Wy,(hv) on the left-hand side of
Eq. (6) is simply the optical emission rate eﬂ = Jq,,
where g, is the photoionization cross section and J is
the phaoton flux in the semiconductor. Therefore (taking

account of the weak dependence of J on hv), the depen-
dences which we measured for the photoionization
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Fig. 1. Experimental photoionization cross sections for an
electron on a deep level of the complex Vg—Sas (points)
and the spectra computed using Eq. (8) (solid lines) for var-
iousfieldsin the SCR: (1) 8.3 x 10%, (2) 8.8 x 10%, (3) 9.5 x
10%, (4) 1.05 x 10°, and (5) 1.1 x 10° V/cm.

cross section for electrons on deep centers of aV g ~Sas
complex are described by the expression

hv

an(hv) = Go I Jhv —¢f(€)de.

hv-A

(11)

To find f(hv) it is necessary to solve Eqg. (11), which
is a Fredholm integral equation of the first kind. This
equation can be solved for hv using the Riemann—Liou-
ville integral transformation:

hv
4 d O.Gh(E)dE

_ 4
—G—OD {an(hv)},

f(hv) =

where D2 is a derivative of degree 1/2 [20]. However,
the problem of solving the equation isill-posed because
the solution is unstable. This means that even very
small errorsin g,(hv), which are definitely present and
are due to errors in the measurements and cal culations,
can result in large errorsin the solution. Such problems
can be solve by regularization methods [21], which are
based on the concept of aregularizing agorithm.
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Fig. 2. Form function of the optical absorption band of the
complex Vg—Sas reconstructed from the emission spec-

trum (curve 1). The form functions of optical transitions
with absorption, which were cal culated from the experimen-
tal spectrum of the photoi onization cross sections, described
by polynomials of degree eight, with Gaussian edgesfor var-

ious fields in the SCR: (2) 8.3 x 10% (3) 8.8 x 10%, (4) 9.5 x
10%, (5) 1.05 x 10°, and (6) 1.1 x 10° V/cm.

The desired form functions were found by the zero-
order Tikhonov regularization method, according to
which the problem was reduced to solving a system of
linear equations

b

o f ps(hv) +J'k(hv, S) f us(S)ds = w(hv), (13)

BULYARSKII e al.

a, c and b, d are, respectively, the lower and upper
energy limits of the range of the measured spectrum of
the photoionization rate. The adjustable parameter o
for the spectrum varied from 10 to 3 x 103,

The curves f (hv) which we obtained in this manner
were described by polynomials of degree eighth, nor-
malized to 1 and corrected. The following was done for
this: (1) sections were chosen on the short- and long-
wavelength wings of the form functions that corre-
spond to intensitiesfrom 0.15 to 0.30; (2) these sections
were approximated by Gaussian functions and extrapo-
lated to the wavelength range containing distortions
caused by theinaccuracy of the Tikhonov method (Fig. 2).

The form functions [ £, (hv) below] presented in

Fig. 2 can be used to cal culate the field dependences
of the photoionization cross sections using the for-
mula (8).

To check the experimental form functions 5, (hv)

it ishelpful to compare them with the results of alumi-
nescence investigation [9]. To this end, the form func-
tion of the optical absorption band of the complex

VeSas (o (v) below), which is shown by the

dashed linein Fig. 2, was reconstructed from the emis-
sion spectrum of the complex Vg —Sas [9] using the
results of [12, 22, 23].

To compare fo..(hv) and f2. (hv) we shall calcu-
late the first central moments of these functions. The
central moment M, [bf order n of the distribution func-
tion f(v), calculated relative to the origin of coordi-
nates, is determined by the formula

M, 0= Z(—l)iC"EMidMn_i,

nt 14
ashv<b, i EMOD ( )
where
d where C!" isabinomial coefficientsand M,, = €"f (€)de
k(hv,s) = IK(t, hv)K(t, s)dt, is the initial moments of order n [12]. The moments
. obtained are presented in the table, where it is evi-
d dent that the first moments decreases as the electric
3 field intensity increases. The second moment can be
w(hv) = J'K(t, hv)W,(t)dt, assumed to be constant. This indicates that the adia-
c batic potentials of the ground and excited states of the
defect in an electric field draw together on the energy
K(x y) = %/x—y, X>y axis by the amount
0, x<y, AE(F) = Eo(0) —Eo(F) = M4(0) —My(F),
Table
ff.s(hv) with field intensit
Moment fgbs(hv) abs( ) y
8.3x10*V/cm | 8.8 x 10*V/em | 9.5 x 10%V/cm |1.05 x 10°V/cm| 1.1 x 10°V/cm
M; 1.3658 1.3567 1.3534 1.3504 1.3449 1.3409
M, 9.476 x 10 9.434 x 10 9.300 x 10* 9.187 x 10* 9.894 x 10 9.549 x 10
JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 91 No.5 2000
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where E,(0) is the energy of a purely electronic transi-
tion in azero electric field and Ey(F) is the energy of a
purely electronic transition in an electric field with
intensity F. No changes in the curvature of the poten-

tials occur. The first moment of the function f ;,s (hv)
can be taken as the first moment of the form function

fgbs(hv) in a zero field. Figure 3 shows the deforma-

tions of the adiabatic potentials in an electric field
which were constructed according to their first
moments, clearly illustrating the conclusions drawn
above.

5. CALCULATION OF THE FIELD DEPENDENCE
OF THE CROSS SECTION
FOR PHOTOIONIZATION
OF A DEEP CENTER V~Sas IN GaAs
ON THE BASIS OF THE FORM FUNCTION
OF THE OPTICAL ABSORPTION BAND

The form function of the optical absorption band of
the complex Vg,—Sas reconstructed from the initial
band of the complexes using the parameters of the sin-
gle-coordinate model, was used asf (¢€) to calculate the
photoionization cross section from Eq. (8). The field
dependences of the cross section calculated in this
manner are displayed in Fig. 1. We note that the Vino-
gradov formula for the probability of a purely elec-
tronic transition (7) describes the field dependences of
the transition probability only in a narrow range near
the impurity absorption edge and below. Consequently,
good agreement between the theoretical curves and
experiments is obtained only in this range. The coeffi-
cient A' in Eq. (8) was chosen so as to obtain the best
agreement between theory and experiment for hv rang-
ing from 1.30t0 1.33 eV witha8.8 x 10*V/cmfield. As
one can see from Fig. 1, within the experimental error
limits, which are associated with inaccuracies in mea-
surements of the capacitance and calibration of the
radiation source, the agreement between the computed
and experimental datais satisfactory.

6. CALCULATION OF THE FIELD DEPENDENCE
OF THE PHOTOIONIZATION PROBABILITY
FOR A DEEP CENTER V~Sy IN GaAs
IN THE SINGLE-COORDINATE
APPROXIMATION

There are very few works on the exact theoretical
calculation of the probability of optical transitions in
eectric fields. Thisis due to the difficulty of the calcu-
lations and the choice of amodel. In [24] optical gener-
ation of charge carriers was studied, on the basis of the
one-coordinate model, in a strong eectric field with
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Fig. 3. Configuration-coordinate diagram of the complex
VeaSas illustrating the distortions of the adiabatic poten-

tialsinan electric field. Here Uy isthe adiabatic potential of
the ground state, U, is the adiabatic potential of the excited

state outside the field, U} is the adiabatic potential of the

excited state in afield with intensity F, and F5 > F4 > F3 >
F,>F; >0 (curves 1-5).

light absorption below the impurity absorption edge:

2
o 1 hv —E
Wehv, F) = Aexp[ﬁﬁ\w‘mg* kT }

JED B
< [ Bo-L0

—»
2

(15

2 2
x exp[_}ﬂ s A h0E - B Ez}dé,
20

2
where
A = (Ey— Shw—hv)KT +0°
¢ o’kT ’
. (eFﬁ)Slz

02 is the second moment of the absorption form func-
tion, and Aisasdowly varying function of thefield and
temperature. AsF — 0, Eq. (15) passesinto theVino-
gradov expression [3]

1 Chv—E, (hv—E,—Shw)’0
W= exp - O
Jemo g KT 20°
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Fig. 4. Experimental dependences of the photoionization
cross sections for an electron in adeep level of the complex
Vea—Sas versus the field intensity (points); dependences

calculated using Eq. (8) (broken lines) and the formula (15)
(solid lines) for various incident photon energies: (1) 1.34,
(2) 1.32, (3) 1.30, (4) 1.29 eV.

In [25] the electron—phonon interaction parameters
in a one-coordinate model were calculated, using the
formulas proposed in [12], from the moments of the
form function of the optical radiative transition fg(hv).
Thus, we have for the complex Vg ~S, the following
values of the parameters of the single-coordinate model
at temperature 100 K: Ey = 1.3 eV, Aw, = 0.017 eV,
iy, = 0.025 eV, S= 3, where 7w, is the phonon energy
describing the adiabatic potential of the excited state,
hwy is the phonon energy describing the adiabatic
potential of the ground state, Sis the Huang—Rice fac-
tor, and E, isthe energy of apurely electronic transition
from alocal state near the conduction-band bottom to a
deep level corresponding to the ground state of the cen-
ter—this is essentially the activation energy of the
level. The average between 7w, and Aw, specificaly,
hw=0.21 eV, was used aszw in EQ. (15).

The computational results obtained with Eq. (15)
are presented in Fig. 4. The coefficient A intheformula
(15) was chaosen to obtain the best agreement between
theory and experiment with hv ranging from 1.30 to
1.33eV for a8.8 x 10* V/cm field [just asin the calcu-
lation using Eq. (8)]. For comparison, the field depen-
dences of the transition probability calculated using
Egs. (8) and (15) are presented in Fig. 4.

7. CONCLUSIONS

Thus, an algorithm based on experimental optical
transition spectra has been developed to calculate the
photoionization cross sections of deep centersin elec-
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tric fields. For this, a quantum-mechanical calculation
was performed of the optical ionization probability of
deep centersin electric fields. The algorithm devel oped
for calculating the photoionization cross sections of
deep centers was compared with the calculations of the
ionization probability of deep centers of the complex
Vs—Sas performed on the basis of the single-coordi-
nate model aswell aswith the experimental data. Good
agreement was obtained between the experimental
dependence and both theoretical dependences. How-
ever, preference was given to the scheme proposed for
calculating the photoionization cross sections of deep
centers on the basis of the experimental spectrum of
optical transitions, because the latter was obtained
without using any approximations, in contrast to meth-
ods based on the single-coordinate model, and is there-
fore more general. Calculations of the form function of
the absorption band of the complex Vg ~S,s in GaAs
were performed. Data on the influence of an external
electric field on the change in the moments of the form
function of the absorption bands were obtained. It was
concluded that an electric field affects the adiabatic
potentials of the center studied.
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Abstract—It isdemonstrated that athree-level medium can be used to convert the carrier wave frequency with-
out decreasing the signal/noise ratio. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The attractiveness of athree-level medium from the
standpoint of quantum optics has been noted repeat-
edly. Lasers constructed using such objects are capable
of emitting sub-Poissonian light because of their inter-
nal properties. It is sufficient to overcome a threshold,
and the lasing arising will be automatically nonclassi-
cal. Thisis because the specific nonlinear properties a
three-level medium negative feedback capable of stabi-
lizing the electromagnetic field even below the quan-
tum limits occurs [1]. Nonetheless, the prospects for
practical applications of three-level lasers as sources of
nonclassical light are at the present time small, since
the quantum characteristics of this light are not very
pronounced: shot noise can be suppressed in best case
by only one-half.

At the same time there is another possibility of using
the system for, specifically, the conversion of the fre-
quency of an electromagnetic wave without substantially
degrading the signa/noise ratio. One can imagine, for
example, the following physicd situation. An atempt is
made to transmit and analyze information by appropriate
modulation of laser radiation. In the usual physica situa
tion one frequency of the laser carrier wave is more suit-
able for transfer of the radiation through space and the
other is more suitable for photodetection. Thus, carrier
frequency conversion is an important applied problem.

It will be shown below that, specifically, this prob-
lem can be solved in athree-level medium. Indeed, the
arriving information-modulated wave can be used to
excite this medium, as result of which lasing arises on
an adjacent transition of the three-level medium, i.e., at
a completely different but, as expected, also informa-
tion-modulated frequency. Here we shall demonstrate
that, in first place, the physical parameters can be
adjusted so that the information modulation will be
transmitted without distortion from the control channel
into the generation channel of the converter and, in sec-
ond place, if the information embedded in the initial

beam in the form of amplitude modulation isto be ana
lyzed, then information transfer from one carrier wave
frequency to another can occur without a decrease of
the signal/noise ratio.

2. INFORMATION TRANSFER
BY LASER RADIATION

A. Information Modulation of Laser Radiation

Figure 1 shows schematically the experimental situ-
ation that we shall discuss. We have asingle-mode laser
source of Poissonian or sub-Poissonian light (S). One
possible method of introducing information into the
laser beam without destroying the quantum properties
of the beam is Q-modulation of the resonator. This can
be done, for example, by gluing aresonator mirror on a
plate cut from a ceramic crystal; this will make it pos-
sible to change the perimeter of the resonator using
suitable electric signals.

The information-modulated laser beam propagating
in free space reaches the unit (Tr) in our experimental
setup. The carrier frequency is changed in this unit. We
shall assume that it consists of an optical high-Q reso-
nator with athree-level medium.

The arriving modulated light excites the three-level
medium in the resonator to the generation threshold, as
result of which a laser field appears on an adjacent
atomic transition. We assume that the new lasing will
be information-modulated just as the initial lasing.
Thus, the optical carrier frequency will be converted.
Asiswell-known, this could be important, for example,

- i(t)
[y oo B o M e )
S Tr D
Fig. 1.
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for photodetection, if the photodetector isinsensitive to
theinitial lasing frequency.

Finally, the modulated radiation, which is now from
the three-level laser (frequency converter), strikes the
photodetector (D), whose electrical circuit is arranged
in amanner so that it is possible to study the spectrum
of the photocurrent.

In the present section we shall discuss only the first
unit, specifically, the laser source of information-mod-
ulated Poissonian or sub-Poissonian light. The simplest
models of two-level lasers make it possible to write the
following equation for the number of laser photons

my(t) [2, 3]:
0 P

+1+r]m(Em)'

Here, K, isthe spectral width of the laser mode, r,isthe
average rate of excitation of the upper laser level, ntis
the number of photons which saturate the laser transi-
tion. The quantity n can be written in the explicit form

iy = 2.1)

295 N, = 295
) 2 = H
Oy YV

n=nN*tN, Ny = (2.2)

(0)

where y(o) and y; therelaxation rates, respectively, of

the upper and lower laser levels (Fig. 2), y(lg) is the
relaxation rates of the coherence on the laser transition,
and g, is the dipole interaction constant for an atom
interacting with the laser wave.

On the basis of this equation we shall assume that
the resonator width K, varies adiabaticaly in time as
result of the corresponding electric oscillations of the
piezoelectric ceramic:

We shall assume that the degree of modulation is small
Ko = OKy(t), and then the number of photonsin Eqg. (2.1)
can be written as

My(t) = Mo+ 0my(t), dMy(t) < my.

Here, m, is the stationary solution in the absence of
modulation and (which is important, as we shall see
below, for our formulation of the problem) in the
absence of the frequency converter Tr

(2.4)

(2.5)

We could proceed in the standard manner, linearizing
Eqg. (2.1) and writing a differential equation describing
the modulation of the laser radiation. This is a linear,
inhomogeneous, first-order equation and therefore it is
easily solved. However, recalling that the problem for
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modulation is something in the adiabatic approxima-
tion, we can obtain

NSmy(t) _ BKo(t)
1+nmy Ko

(2.6)

directly from the expression (2.5).

B. Limiting Possibilities for Observing Modulation:
Sgnal/Noise Ratio with Photodetection
of the Laser Radiation

The statistical theory in this case can be formulated
precisely as done in [3], with no modulation, on the
basis of theideas developed in [2].

It is well-known that if there is no modulation, the
photocurrent spectrum can be represented in the form

i@ - @ Kol o [
- Ishot%-'i'zao

F+(o

11 vy

My 2y 4y

Here, the first term (1 in parentheses) gives the shot-
noise level, and the second term gives the level of the
“excess’ noise. For Poissonian light with saturation,
nm, > 1, the Mandel parameter &, is0 (the second term
in &g is absent in this case) and therefore there is no
excess noise. For sub-Poissonian light, likewise with
situation, the second term in &, becomes the main term
and then &, = —1/2, provided that the spontaneous decay

of the upper laser level is sufficiently slow: y'* > y{.
It is evident that at close to zero frequencies the excess
noise completely compensates the shot noise. The sup-
pression of shot noise, which was predicted in [3], has
been confirmed experimentally in [4].

If we now assume that the initial beam contains
information-carrying low-contrast modulation, then an
additional term due to this modulation will appear in
the formula, and the complete spectrum at saturation
will have the form

2.7)
&o =

@6”0(@)'2% (2.8)
O

2
i — ) Ko
| = Ish D]. +2¢
W Ot OKS+ 2 No T

Here, T is the measurement time, which, in one hand,
should be long enough so that explicit expression for
the excess noise in Eq. (2.7) remains unchanged, while
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on the other hand it should not be so long that the spec-
tral structure

T/2
Ong(w) = I dtdn,(t) exp(iwt)

-T/2

(2.9)

could fit into the spectral interval T-. The latter condi-
tion isin complete agreement with theinitial adiabatic-
ity condition.

The formula (2.8) can be viewed as the observed
signal in our experiment on the detection of modulated
laser radiation. In addition, for obvious reasons, the
modulation is not observed in a pure form but rather
against background noise, which is determined by
Eq. (2.7).

Itisnatural to determinethe signal/noiseratio NR,,
as the ratio of the third term in Eqg. (2.8) to the sum of
the first two terms:

in _ Ko [8mg(w)|?
SNR,, = T 1+ 28,

Here, we took into account the adiabaticity condition
and assumed that the excess noiseis spectrally uniform
within the spectral width of the informative part of the
signal and we have introduced the index in to under-
score that the investigation is performed at the input of
the frequency converter (but, in its absence).

To be able to measure and analyze the modulation it
is natural to require that

(2.10)

SNR, > 1. (2.12)
Obviously, this condition for a Poissonian laser, & = 0,
gives a limit on the degree of information modulation.
At the same time, in a theoretical analysis for a sub-
Poissonian laser, & = —1/2, modulation with arbitrary
lack of contrast can, in principle, be noticeable.

3. CONVERSION OF THE CARRIER
FREQUENCY ON THREE-LEVEL ATOMS

A. Semiclassical Theory

We shall now demonstrate that when a three-level
laser is pumped by modulated laser light we can force
the system to generate light that is modulated in pre-
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cisely the same manner (but, naturally, at a different
frequency) on an adjacent transition.

Let the carrier frequency of the initial signal enter-
ing from the source S (Fig. 1) into the input of the fre-
guency converter Tr be in resonance with an atomic
transition (1 — 3) (Fig. 3a) and excite the atomic
medium, as result of which lasing arises on another
mode frequency in resonance with the atomic transition
(2 — 3). As one can see from Fig. 3a, for atoms the
frequency can only increase. However, one can imagine
adifferent structure which is mathematically complete
equivalent to the first structure (Fig. 3b) but gives a
decrease in frequency.

The smallest distortions of the modulation when the
modulation istransferred from the pump channel to the
lasing channel will occur when the pumping is weak:

Boo <1, Bo = 20a/Ya. (3.1)

Here, g, is the dipole interaction constant between the
pump wave and the transition (1-3) (the pump or con-
trol channel).

In addition, we require

5=Y2 .1
Ys

These two conditions give zero-inversion lasing of a
three-level laser [5], first mentioned in [6].

Then, the arguments can be based on the equations
for the number ny(t) of photonsin the laser source and the

number n,(t) of photonsin the frequency cornverter [5]:

. N B,n;0
M= M Ko g no!
1'"1

(3.2)

(3.3)

(ron,ng

Ny = —(Ko(t) +K)No + T+nng’

(3.9
Here, the last equation is different from Eq. (2.1) in that
besides the initial losses of the laser field, which are
determined by the coefficient Kk, and which aso
occurred in the absence of the converter, now the losses
to excitation of the three-level medium with rate k are
also taken into account:

_ Y3BoN;
1+Biny’
N, is the total number of three-level atomsin the reso-
nator. The quantity

(3.5)

B, = 2g1/y;
determines the saturation properties of the three-level
medium on the transition (3-2), and g, is the dipole
interaction constant between the pump wave and the
transition (2-3).
In addition, we take into account the possibility that
the lasing power of the laser source can change if the
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average excitation rate r, of the medium is replaced
by (r,,.
Now, once again, assuming the modulation of the Q

and of the lasing power of the initial laser source to be
weak, we require the same thing for lasing at the new

frequency:

n,(t) = n;+4n,(t), n; > dny(t), (3.6)
where n, is the stationary solution of Eq. (3.3):
—K1n1+Kn0—11.§— =0, i, =pBn,. (3.7
1+i,0
At saturation, wheni;0 > 1,
Ne/N; = Ky/K. (3.8)

Linearizing Eq. (3.3) with respect to the weak modula-
tion of the input and output radiation, we obtain

10 [ (3.9)

Ol iy o
M T+1.50 2K;.

= K, 50—

M +i,

Taking into account the adiabatic approximation and
the saturation factor, we obtain on the basis of Eq. (3.8)

K

6n1=z(—l

on,. (3.10)
Now we must estimate the relation between the lasing
power of the laser source in the absence m, and in the
presence n, of the frequency converter. Having in mind

Eq. (3.4), itiseasy to obtain

_ Ko Ko 0
o+ 8no(t) = {— KOE% +— KoamoD (3.11)

Thus we see that the presence of a converter can, in
principle, result in weaker modulation of the initial
radiation and in a weaker signal as awhole. However,
additional pumping can compensate the | atter.

Now we can rel ate the characteristics of the second-
ary and primary emissions:
dny(t) _ Ko Smy(t)
n, Ko+K 2my °

(3.12)

Here, it is important to underscore that under the cho-
sen conditions the initial temporal variation was trans-
ferred from the initial frequency to the converted fre-
guency without any deformations. We shall see below
that even though the degree of modulation decreases as
result of losses of the initial field on excitation of the
three-level medium, it is nonetheless entirely realistic
to obtain conditions under which the modulation of the
light at the converted frequency will not be any more
difficult to observe than the modulation at the initial

frequency.
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B. Sgnal/Noise Ratio at the Output
of the Freguency Converter

The photocurrent spectrum at the output of the fre-
guency converter can be calculated in the standard
manner just asin [5] in the absence of modulation:

i@ = igﬁgt[l—zxi

y (Ko+ K) (Ko —KEo) + &’ (319

[K1(2Ko + K) = @] + W’ (Ko + K + 2K,)?

. K_1|5n1(00)|2}
n T '

Compared with the work cited, an additional informa-
tion term of the same type asin Eq. (2.8) appears here.
Once again, we shall determine the signa/noise ratio as
theratio of thethird term to the sum of thefirst two terms.
It should be remembered once again that because the
informative modulation is introduced into the system adi-
abaticaly the spectrd width of the detected signal (third
term) is much smaller than the spectral width of the
noise. Thus, to record the signal/noise ratio we can take
the first two terms (the numerator of the ratio) at zero
freguency.

Here we call attention to an important fact. Accord-
ing to Eq. (3.3), the number of photons n,(t) in the con-
verter is proportional to the number of photonsin the
laser source ny. This means, in turn, that the stationary
number n; of photons and the modulation dn,(t) are
also individually proportional to n,. But then the infor-
mativetermin Eqg. (3.13) will also be proportional to n,.
Since the noise terms do not depend on n,, we must
conclude that the signal/noise ratio in the present case
depends on the radiation power of the laser source, the
dependence being all the stronger, the higher the power.

We shall now consider two limiting cases K, > K
and K, < K, which were called in [5] the cases of weak
and strong coupling between lasers. In the first case the
presence of the converter does not affect in any way the
operation of the source. In the second case, however,
absorption in the three-level medium isthe main source
of losses for the intraresonator laser field of the source.

For weak coupling the signal/noise ratio isindepen-
dent of the statistics of theinitial light:

2K, 8N, (w)|*
n, T '
which is entirely obvious, since the three-level system

perceives any radiation as Poissonian radiation [5].
However, if the coupling is strong, then

SNRY" = (3.14)

K4|On; (w)|°
SNRM = 21 3.15
Ra n,T(1+28&,) ( )
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Aswe can see, the cases of Poissonian and sub-Poisso-
nian laser sources are fundamentally different here:
modulation of sub-Poissonian light can be observed for
arbitrarily small degree of modulation, which cannot be
said of modulation of Poissonian light.

To assess how the measurement possibilities have
changed compared with the initial situation, we shall
write the ratio of the signal/noise ratios at the output
and input of the frequency converter, denoting thisratio
by the letter F:

F = SNR™/SNR". (3.16)
It is easy to obtain that for weak coupling
- K
F = EZKO(1+ZEO) (3.17)
and F = 1 for Poissonian light, if
2
Z = %’ > 1. (3.18)

Thus we can obtain the same measurement conditions
at the converter output as at the converter input. For a
sub-Poissonian light the signal/noise ratio at the con-
verter output is always smaller.

For strong coupling

2

K
F=0—= (3.19)
2k?
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and F = 1 obtainsfor

2
z=2i2>1.

Ko

(3.20)

Thereforeit can be concluded that, on the one hand,
a three-level medium is entirely convenient and can
serve for converting the frequency of the carrier wave
and, the other hand, the detection conditions at the new
frequency will be no worsethan at theinitial frequency.
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Abstract—The objective of this work is to investigate how the anisotropy of the interaction between dipole-
active vibrations of a crystal lattice and infrared el ectromagnetic waves is manifested in the spontaneous para-
metric light scattering spectra of polaritons (Raman scattering by small angles). The case where scattering
occurs by extraordinarily polarized polaritons—quasiparticles formed as a result of the coupling of the wave
polarized in the symmetry plane of a biaxia crystal simultaneously with two phonons possessing orthogonal
dipolar moments—is studied. A series of spectra of equilibrium fluctuations of the electromagnetic (infrared)
field, each of which represents an intensity distribution in frequency—wave number coordinatesfor afixed direc-
tion of the wave vector, are constructed on the basis of a scattering model that takes account of the tensor char-
acter of the permittivity and the quadratic and cubic susceptibilities of the crystal. Analysis of the computed
spectra identified the basic laws and dependences which are determined by the anisotropy of the electromag-
netic susceptibilities of various orders and made it possible to explain previous experimental results which can-
not be interpreted on the basis of the generally accepted model of transversely polarized polaritons. A method
is proposed for determining the contributions of the dipole-active vibrations of the crystal lattice to the permit-
tivity and the quadratic and cubic susceptibilities, as well as the absorption of the material from the spectra of

the extraordinarily polarized polaritons. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The main objective of this work is to examine the
specia features, which have not yet been investigated,
of light scattering by polaritons (SP) under the condi-
tions of strong anisotropy of the deformation potential
and the dipole moment of optical phonons, to show that
SP can be used to measure the dynamical characteris-
tics of these phonons, and to revive interest in this phe-
nomenon of nonlinear optics.

Spontaneous parametric (Raman) scattering by
polaritons in noncentrosymmetric crystals was actively
investigated at the end of the 1960s and in the 1970s. At
that time the basic physical features and characteristics
of the process were mainly studied. In addition, quite
effective methods for determining the dynamica
parameters (frequencies, damping constants, contribu-
tions to the linear and nonlinear susceptibilities) of
optical phonons, as well as methods for measuring the
optical characteristics of crystalsin thefrequency range
from tensto several thousands of reciprocal centimeters
were developed on its basis.

Detailed reviews of the theoretical and experimental
works devoted to scattering by polaritons are presented
in[1-4]. Scattering by polaritonswas successfully used
to investigate ferroelectric phase transitions and isoto-
pic substitution processes. Theinfluence of trace impu-
ritiesaswell asregular and irregular optical nonunifor-
mities on scattering was studied in [5-7]. The method
was used especially successively to study the anharmo-

nicity of vibrations and the Fermi resonance and Fano
antiresonance phenomena.

However, the effect of the anisotropy of the interac-
tion of phonons with the IR field on the SP spectra has
still not been investigated. It is obviously manifested
whenever the polaritons participating in scattering are
extraordinarily polarized. In such situations, ordinarily,
only a complex dependence of the general form of the
frequency-angular distribution of the scattering inten-
sity on the orientation of the interacting wavesis noted,
and no attempt is made to explain it. This situation nar-
rows the range of applicability of SP spectroscopy.
After al, for many crystals the selection rules with
respect to symmetry make it possible to observe scat-
tering only by extraordinary polaritons.

Polaritons are the eigenstates of the electromag-
netic field in amedium which are formed as aresult of
the coupling of the electromagnetic field (macrofield)
with dipole-active phonons. In the process of a laser
wave (pump waves with frequency v, and wave vector
k,) scattering by polari tons, signal waves, whose fre-
guencies Vg lie in the visible range, are created. The
form of the scattering spectrum depends on the disper-
sion of the permittivity and the quadratic and cubic sus-
ceptibilities at the frequencies of al three waves, but in
the visible range the dispersion of the optical properties
of acrystal is much weaker than in the infrared range
and it has asmooth character, so that the polariton spec-
trum has a determining effect. From the two-dimensional
frequency—scattering angle digtribution I(v,, 6) observed
in the visible region, the spectrum P(v, k) of the equilib-
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rium fluctuations of the electromagnetic field at polari-
ton frequencies v = v, — v, can be easily reconstructed
by using the relations

k =k —ks )

where k. is the wave vector of the signal wave and Kk is
the coordinate of the fluctuation spectrum. The disper-
sion law I (v, 8) for polaritons can be determined asthe
line joining the maxima of the frequency (for constant k)
contours of the spectrum P(v, k). If the frequency v is
closeto the phonon frequency v; (in the resonance region),
the dispersion of the polaritons is different from that of
free eectromagnetic wavesin the medium [8].

Polaritons correspond to small angles 6; for large
angles the SP lines pass into the Raman scattering (RS)
lines of optical phonons (in what follows we shall
assume that the wave number of the polaritons lies in
the range

0< |k| < 10mw /e,

where g is the permittivity in the visible range; parti-
cles with larger values of the wave number will be
called phonons).

The two-dimensional spectrum of equilibrium fluc-
tuations of the electromagnetic field in the resonance
region depends primarily on the ratio of the dynamical
parameters of the phonon (contributions to the permit-
tivity Ag, the quadratic and cubic susceptibilities Ax
and A®, and the damping constant I') as well as the
background val ues of the susceptibilities determined by
the contributions of neighboring phonons and elec-
tronic states. Various methods for determining such
parameters from the SP spectra have now been devel-
oped. They are used in specia cases[4, 9, 10], but the
most general approach is one based on the numerical
simulation of the spectral(vg, 8) [or P(v, K)], sinceitis
applicable irrespective of the ratio of the dynamical
parameters of the vibrations [11]. Modern computa-
tional technology makesiit possible to fit these parame-
ters. The accuracy of such a procedure can be different
depending on the form of the spectrum (e.g., how many
phonons must be drawn into the analysis), but it isquite
high. Thus, vibrations with oscillator strengths up to
10~ can be detected and small contributions (104—
10 cm?® erg™?) to the cubic susceptibility can be
detected. Such small vibrations are not observed in the
RS spectra, and their dipole activity is too weak to
study them by the infrared method [12, 13].

Asarule, when modeling spectrait is assumed that
the polarization of the polaritonsis strictly perpendicu-
lar to the direction of their wave vector, irrespective of
the direction of propagation. However, in a biaxial
crystal electromagnetic waves are strictly transverse
only if they propagate in the symmetry plane of the
ellipsoid of wave normals and are polarized perpendic-
ular to this plane, while in auniaxia crystal (irrespec-
tive of the direction of propagation) only one of the two
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possible waves (the ordinary wave) is transverse. Con-
sequently, the cases where scattering by “purely ordi-
nary” polaritons in an anisotropic crystal is observed
are exceptional. Under real experimental conditions,
for each SP spectrum the direction of propagation k,
and the polarization g of the pump wave are fixed and
the wave vector kg and polarization e, of the signal
wave can vary in the range 10°-12°. The orientation of
the polariton wave vector k, can vary by 90° and more
because of the strong dispersion of the permittivity € in
the resonance regions. In an anisotropic crystal, the
principal values of € can differ by several orders of
magnitude, and they can also be negative; correspond-
ingly, the shape of the ellipsoid of wave normals can be
subject to strong dispersion, so that the longitudinal
component of the electric field can be much greater
than the transverse component. Consequently, a model
of scattering by ordinary polaritons that does not take
account of the longitudinal field is unsuitable for inter-
preting the SP spectra of extraordinary (anisotropic)
polaritons.

Extraordinary polaritons are formed when the elec-
tric field of the light wave possesses a honzero projec-
tion on two (or three) axes of an anisotropic crystal and
vibrations of various symmetry types are linearly cou-
pled by this field. The dispersion of such polaritons,
i.e., the dependence of the frequency on the magnitude

of the wave vector k, = 2rv /e, for variousfixed direc-

tions of the vector, was first described theoretically by
Poulet in 1955 and then by Merten and Loudon (cita
tions to these works are given in [14, 15, p. 180] and
[16, p. 401]), the corresponding quasiparticles were
called mixed-polarization polaritons. The dispersion
v(k;) of electromagnetic waves near frequencies of
nondegenerate vibrations in biaxial crystals were also
studied in [17, 18]. It was assumed in the calculations
that the damping constants of dipole-active vibrations
I'; are negligibly small. The term “oblique polaritons’
isused in [19-22], and “anisotropic polaritons” is used
in[23].

The number of experimental works on observations
of extraordinarily polarized (extraordinary or anisotro-
pic) phonons and polaritons is small. As a rule, the
angular dependences of the phonon frequencies and the
intensity of Raman scattering by the phonons (for

k2 > vf,) or the dependence of the form of the curve
v(ky) in the polariton region on the orientation of the
sample are investigated. The works [20-22, 28] are
devoted to experiments on scattering in lithium niobate,
[19, 27] in lithium iodate, and [29] in potassium nio-
bate; the contributions of the deformation potential and
the macroscopic field are identified in [30], which is
devoted to scattering in a beryllium sulfide crystal, on
the basis of the measured angular dispersion of the RS
intensity.

The theoretical description of the intensity of scat-
tering by extraordinary polaritonsis given in a general
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form in, for example, [23-26]. However, the specia
features of the spectra for polariton values of the wave
numbers near the resonance frequencies of the phonons
have still not been analyzed; they have been calculated

only in the limit k? > vf), i.e., for phonons. This is
because it is virtually impossible to obtain transparent
analytical expressions describing scattering for arbi-
trary orientations of the wave vectors of the interacting
waves rel ative to the symmetry elements of the crystal.

To determine the effect of the anisotropy of the
deformation potential and dipole moment of the vibra-
tions of the crystal lattice on the SP spectrum, in the
present work the method of computer simulation using
oscillator functions for giving the first-, second-, and
third-order susceptibilities, was chosen. The computa-
tional algorithms were obtained on the basis of the
expressions presented in [23].

In order for the anisotropy of the interaction of two
phonons with macroscopic electromagnetic field to be
manifested, it is sufficient that these vibrations be non-
degenerate and possess dipole moments oriented in dif-
ferent directions and that the electric field vector of the
macroscopic electromagnetic wave in the crystal pos-
sess a nonzero projection on these directions. Conse-
guently, we do not limit the generality of the problem,
but we decrease substantially the number of parameters
by studying scattering in a uniaxial crystal or in the
symmetry plane of a biaxia crystal. In general, a pair
of polaritons can then participate in the process; one of
the polaritons (the ordinary one) is polarized strictly
perpendicular to the wave vector and the symmetry
plane, and the vector of the other (extraordinary)
polariton liesin this plane. These polaritons correspond
to different phase velocities and therefore different
scattering angles. Consequently, two branches sepa-
rated by an angle can be distinguished in the SP spec-
trum, and scattering by mutually orthogonal polarized
polaritons can be studied independently [31].

In the next section the computational formulas and
the algorithm for calculating the spectrum P(v, k) of
equilibrium fluctuations of the IR field, whose unit
polarization vector liesin the symmetry plane of abiax-
ia crystal, are presented.

Next, a series of model spectra P(v, k) near the fre-
guencies of two nondegenerate vibrations with orthog-
onally oriented dipole moments, constructed for differ-
ent fixed directions of the wave vector of the polaritons
using specific values of the dynamica parameters, are
analyzed. In Section 3.1 the case where the anisotropy
of the dipole moment is greater than the anisotropy of
the deformation potential is studied. The spectra pre-
sented in Section 3.2 correspond to polaritons formed
by a pair of vibrations with the deformation potential
anisotropy predominating. The dynamical parameters
were chosen so that the analysis would be most easily
understood: it is assumed that the phonon damping
constants I'; are less than the LO-TO splitting.
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The spectrum of scattering by polaritons can be cal-
culated using the formulas presented in Section 2, if,
taking account of the real experimental conditions and
the optical properties of a crystal, for each point (v, k)
the orientation k from the triangle (1) is found first. In
Section 4, as an example, the computed spectrum is
compared with the experimentally obtained spectrum
for scattering in aniodic acid crystal (for the frequency
range 800-900 cm?, which contains the stretching
vibrations of the 10 group). Scattering by polaritonsin
this crystal was first observed in 1972 [43-47], but up
to now the numerous “anomalies’ in the spectra have
not been interpreted. In our view these features can be
fully explained on the basis of the model of extraordi-
nary polaritons.

The method used to determine the dynamical
parameters of the vibrations of a crystal lattice on the
basis of the spectra of scattering by anisotropic polari-
tonsis discussed in Section 5.

2. SPECTRA OF THE EQUILIBRIUM FIELD
FLUCTUATIONS OF POLARITONS POLARIZED
IN THE SYMMETRY PLANE OF A CRYSTAL

Let us consider scattering by extraordinary polari-
tonsin an orthorhombic crystal with symmetry axes x;,
Xo, and Xs. Let the polariton wave be produced as a
result of the coupling of the macroscopic electromag-
netic wave only with two phonons, whose dipole
moments are mutually orthogonal and oriented along
the x;- and x,-axes. The wave vector k, and the unit
polarization vector &, of such awave must liein the x;x,
plane (Fig. 1). For definiteness, we assume that the
pump and signal wave vectors are also paralel to the
XX, plane, and the vector k; makes with the x;-axis an
angle @, while the vector k makes the angle p. Let the
polarization unit vector of the pump g lie in the x;x,
plane, and let the unit vector e, of the signal wave lie
along the xg-axis (Fig. 1). Then only two components
Xo Need be taken into account:

X1 = X321e§e,2+x311e§e|1 = X321008Q + X31:SnQ, (2)

X2 = X3129§e|1+X3zze§e|2 = X3128NQ+ X3,,€080. (3)

These components must be complex functions, just as
the components of the permittivity

Xo = Xo *iXo

€, = Ex+E,, O =12
Theintensity of scattering by polaritonsin an aniso-
tropic crystal is proportional to the imaginary part of
the tensor Green's function for Maxwell’s equations
[8, 23]. Using the general expression for the scattering
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Fig. 1. Orientation of the polarization unit vectors of the
pump wave g, signal wave g, polariton &, and the wave

vectorsk|, ks, and k relative to the symmetry axes of abiax-
ia crystal.

form factor g, proposed in [23], we obtain the following
system of formulas for the conditions chosen:

4 . "
P(v,k) = Ag, g=R2—f|2(g+g)+el+ez. (4

Here A is a normalization constant, which is constant
for the entire spectrum,

g = (X0 Qu+ (X2)°Qa— 21 W*Xix>cospsinp  (5)

contains only the real part of the quadratic susceptibil-
ity; the imaginary part of the quadratic susceptibility
appearsin the terms denoted by g'":

g" = 2XiXiP:+ 2X5XoPa + (X1) Q1 + (X5)°Qs

n_n

. ) (6)
—2p®cospsinp[R(X1X5 + XiX5) + IXiX5].

Here the variable p = |k|/v,—the frequency normalized
coordinate of the spectrum |k | = k; — ks —isused. The
contribution of the imaginary part of the cubic suscep-
tibility is represented by two terms:

_ 33202 3321
O1 = V33206566 € + Y3321 EE€ €, (7

_ 3311 3321
O, = V33116566 € + Y331 EEE €. (8)

ThefunctionsR, I, P,, and Q, are given by theformulas
R = —u’(g;cos’p +5sin’p) +eiey —€ie5,  (9)

| = (e cos’p +e58in"p) +ejer 1€, (10)
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P, = R(p%cos’p—¢)) — €5,
Q = —Re;— I (W cos'p—ey),
P, = R(u’sin’p—g;) - Igj,

Q; = —Re{ - I(u°cos’p—g}).

The system of formulas described above makes it
possible to calculate the dependence of the scattering
intensity on the frequency and wave number irrespec-
tive of the value of the wave number in the “phonon”
and in the “polariton” regions.

The system simplifies substantially for regions of
the spectrum far from the characteristic phonon fre-
guencies. Here X' > X", so that 9" < ¢/, and the effect
of the cubic susceptibility can aso be neglected. In this
case it follows from Egs. (4) and (5) that the scattering
intensity along the line

£1€;

2 1
B = gy(v) = — L .2 (11)
€,C0S p +E,SN P
connecting the maxima of the scattering intensity
k-contours in the v—k plane is proportional to the factor

1 — g‘
G = ——
R+1°
N2 i 2 v (12)
_ (X1€15INP)" + (X2€1C0SP)” + 2X1X2€1€2COSPSIND
n L} 2 2 n 1 2 - 2 )
€5(€1) cOS P +&4(82) " sin"p
As is well known, in a transparent anisotropic crystal

the cosine of the angle 3 between the electric field vec-
tor and the x;-axisis

€,8Nnp

J(e)cos’p + (&) °sin’p

If it is assumed that the absorption in the nonresonance
region isisotropic, i.e.,

€ =& =€,
this quantity can be removed from the parentheses in
Eq. (12) where the squared contraction of the quadratic
susceptibility tensor with the field of the polariton
wave, taking account of the transverse and longitudinal
components the field, will remain.

We note a very important feature of the SP spectra,
which isassociated with the anisotropy. Thelast termin
the numerator in Eq. (12) can be positive or negative.
L et us assume that the components of the quadratic sus-
ceptibility tensor x; and X, have the same sign. Then
itstermispositiveif the vectorsk, and k; liein the same
or opposite quadrants of the x;x, plane and negative if
kpandk liein adjacent quadrants (see Fig. 1). Thus, for
a definite orientation of the crystal the intensity can
vanish in some frequency range. We recall that the
spectraof ordinary polaritons also contain regionswith
zero intensity (so-called points of linearization of the
crystal [1, 8]), but there they are due to the compensa-

cosP = (13)
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tion (interference) of the electron—phonon contribution
with the background value of the quadratic susceptibil-
ity. Inthis casethe signal waveisextinguished (in some
frequency range) for another reason. Each component
Xije @cting on the pump field and the polariton field,
generates a field parallel to the x;-axis. The sign and
magnitude of this field (contraction) depend on the
magnitude of the components and on the difference of
the phases between the initial pump and polariton
fields, as determined by the relative orientation of their
wave vectors and the symmetry elements of the crystal.
The intensity at the maximum of the k-contour of the
spectrum of extraordinary polaritons is determined by
the interference of the contributions of the components,
and the regions of zero intensity can be termed points
of phase compensation of the scattering intensity.

When describing scattering near the resonance fre-
guencies of phonons the contribution of the imaginary
parts of the quadratic and cubic susceptibilities cannot
be neglected; the terms (6)—8) make a large contribu-
tion to the SP intensity. In this case, qualitative conclu-
sions about any particular feature of the spectra, associ-
ated with the anisotropy of the crystal lattice, can be
drawn by constructing the series of spectra using spe-
cific dynamical parameters of the vibrations and ana-
lyzing the series.

Let the functions describing the dispersion of the
principal values of the permittivity and the components
of the quadratic and cubic susceptibilities be oscilla-
tory. We shall confine our attention to a small range
near the resonance frequencies v, and v, and we shall
take into account only one oscillator for each polariza-
tion, making the assumption that the contributions of
al vibrations in this section can be given by constant
background values €,:

€5(V) = £og + AEo(V) o +iggq, (14)

where

foo= v3(vi-vi—ivry) . (15)

The contractions ¥, (5) can also be given in an oscilla-
tor form, since the angle ¢ for each spectrum is fixed:

Xo = XOO‘ + Achc(V)' (16)

On the basis of the same considerations, the cubic sus-
ceptibility can be written as

O, = AO,f (). (17)

3. EFFECT OF THE ANISOTROPY
OF THE PARAMETERS OF DIPOLE-ACTIVE
PHONONS ON THE FLUCTUATION SPECTRA
OF THE POLARITON FIELD

It iswell known that the dispersion of extraordinary
polaritons v(k,) depends on which parameter of the
vibrational spectrum changes more strongly when the
wave vector of the phonons rotates in a fixed plane—
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Fig. 2. Dispersion curves of (&) thereal part of the principal
values of the permittivity for I'; = 0 and (b) the real part of

the components of the quadratic susceptibility in relative
unitsfor ['; 2 0, v, = 801, v, = 802, and v3 = 837 cmtare

resonance freguencies of the vibration, vk = 820, v; =

844, and vé =841 cm™ arelongitudinal frequencies. These
curves are used for constructing the model spectra.

the resonance frequency or the longitudinal—transverse
splitting (dipole moment). It issaid that in the first case
the anisotropy of the deformation potential predomi-
nates while in the second case the dipole-moment
anisotropy predominates [14-16]. The dynamical
parameters of three vibrations, from which pairs corre-
sponding to two types of anisotropy can be constructed,
will be used below to model the SP spectra (see table).
The resonance frequencies of the dipole-active
phonons v, and v, in columns 1 and 2 of the table are
almost identical; the contributions Ag, and Ag, are cho-
sen in a manner so that in the x;x, plane the dipole-
moment anisotropy predominates:

L L
V1=V Vo=V >V, =V,

(curves1and 2inFig. 2a). In order for the deformation
potential anisotropy to predominate the difference
between the frequencies v, and v, must be greater than

the LO-TO splitting vi —Vv,. This type of interaction

No. 5 2000



962

Dynamical parameters of vibrations, used to calculate the SP
spectra

1 2 3
pz[a)rg:qaertneircsif vibration2, | vibration 2, defor-
the vibrations| vibration 1 g},ﬁ’gﬁ,ﬁg"p%ﬂ nﬁgﬂggﬁg

dominates dominates
Vg, cm? 801 802 837
v('; ,em 820 844 841
Degg 0.184 0.478 0.044
€0 3.84 4.45 458
AX, 0.4 0.4 0.05
Mg, cmt 3 3 1

can be studied using as parameters with index 2 the
parameters from column 3 of the table. Then

L
Vo, >V, >V,

(curves 1 and 3 in Fig. 2a). It is assumed that the
phonon values for theimaginary part of the permittivity
are much smaller than for the real part:

€05 = 0.002.
The phonon damping constants I ; were chosen to be
small, not greater than the LO-TO splitting.
The quantities Ay, are presented in relative units;

we shall assume that X, = 1, and the background val-
ues of theimaginary part of the components of the qua-
dratic susceptibility are negligibly small.

After Ae, and Ax, are given, the contributions to the
cubic susceptibilities cannot be chosen arbitrarily [8, 32].
We obtain for the components of the tensors of orthor-
hombic crystals from [33, 34]

4T(AX,)? = Ae,AQ;,  ATI(AX,)” = Ae,AO,, (18)
where
Ay, = AX321e§e|2 + AXanegellv

AX,

31 32 (19)
DX 310656 + AX 3656,

but
AXzn = DXs = 0,
and the relation between the cubic susceptibility and
the RStensor aj; [15, 16] is determined by the relations
A0, = (a;ele)’, 00,= (ayele).  (20)

The background part of the cubic susceptibility can be
neglected, sinceit is much smaller than the background
part of the second-order susceptibility.
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3.1. Predominance of the Dipole-Moment Anisotropy

We shall consider first the situation where the
dipoleemoment anisotropy predominates over the
deformation potential anisotropy for the x,x, plane: let
the resonance frequencies of the vibrations forming the
extraordinary polaritons be amost identical (v, =

801 cm™, v, = 802 cm™) and the dipole splittings dif-

ferent (vi = 820 cm™, v; = 844 cmrY). The corre-
sponding computed spectra of the fluctuations of the
polariton field in the frequency—wave number coordi-
nates P(v, k) are presented in Figs. 3 and 4. For each
spectrum, the orientation of the wave vector of the
polaritons is fixed. It was assumed for the spectrum in
Fig. 4athat the pump wave vector makes the angle @ =
90° with the x;-axis; for Fig. 4b ¢ = 0°. For al other
spectra@=45°, i.e., the growth components of the qua-
dratic susceptibility contribute to the SP intensity [see
Eq. (5)]. Each spectrum is normalized to the maximum
intensity P, in the distinguished field v, k, according to
the formula

P = 1og(999G/P, + 1);

the values of P, from 0 to 0.6 are marked white, the val-
ues from 0.6 to 3 are divided into 24 levels, a darker
color corresponding to a higher level.

We shall now investigate how the permittivity
anisotropy influences the spectrum P(v, K). For this, it
must be assumed that the quadratic susceptibility does
not depend on the polarization of the polaritons in the
range considered, i.e., X; = X,. Let x; and X, also be
independent of frequency in the oscillator model; thisis
possible if the phonon contributions to the quadratic
susceptibility Ax, = 0[see Eg. (16)]. It followsfrom the
relations between the phonon contributions to the sus-
ceptibility of various orders (19) that in thiscase A@, =0
and, corresponding to Eq. (20), the components of the
tensor a; must also be zero. Such vibrations are active
only in the dipole approximation, and they appear in the
spectra of transversely polarized polaritonsin the form
of discontinuities of the dispersion branches.

Even though in this case the imaginary part of the
guadratic susceptibility is zero [this follows from
Eqg. (16)], we cannot use the quite simple Eq. (12) to
analyze the intensity distribution in frequency—wave
number coordinates, since Eq. (11), describing the
angular dependence of the effective value of the rea
part of the permittivity, is physically meaninglessin the
region of strong absorption.

The spectra calculated using Egs. (4)—10) for vari-
ous fixed directions of the wave vector are presented in
Fig. 3.

If the wave vector of the polaritonsis directed along
the x,-axis (Fig. 3a), then the computed spectrum has
two branches corresponding to the condition

u2=¢g,(v) (v<80lcm? and v>820cmd),
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Fig. 3. Computed spectra of the equilibrium fluctuations of the polariton field for various fixed values of the angle p between the
wave vector of the polaritons and the axis x;. Dipole moment anisotropy predominates. For all spectrax; =X, = 1; p = (a) 90°,
(b) 60°, (c) 30°, (d) 0°.

Note: The spectrum is constructed using amatrix of 7000 points. The fine intensity nonuniformities on the upper-frequency scatter-
ing branch are explained by the features of the graphical editor; they disappear when thisfragment is constructed using adenser grid.

and a line at the frequency vé = 844 cm™?, paralel to

the axis of the wave vectors. Indeed, p = 90°, we have
from Egs. (4)—<10)

_ &l06) -~ ()] + 2(E)XaXs

= 23
2 () + (e3)° “

Theterm G, does not contain x,. Hence, it corresponds

G =4m(G, + Gy, (21) to the unit polarization vector of the polaritons that is

where directed strict_ly aong the X,-aXis (i._e., strict!y trans-
versely polarized polaritons), and it describes the

€11 .)2_( ..)2] _ (e - 2) Vo branch the maxima of whose k-contours lie on the line

G, = = X1) ~ X1 1~ H)XaXa (22) p2= g;. Theterm G, does not contain , and hence it

1 2 n
(e1— K% + (e7) does not depend on the matching conditions. The max-
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Fig. 4. Computed spectrafor various values of the components of the quadratic susceptibility. Dipole moment anisotropy predomi-
nates. For al spectra the angle p between the wave vector of the polaritons and the x;-axisis 60°. (a) X1 =0, X2 = 1; (b) X1 = 1,
X2 = 0; (c) dispersion of x4 and X5 isgiven by an oscillator function with parameters taken from the table (curve 1 in Fig. 2b); (d) the
same function X, is used, but for the function x; the opposite sign of the contribution of the vibration Ay, was chosen (see curves 1

and 2 in Fig. 2b).

ima of the frequency contours of this branch lie on the
straight line v5 = 844 cm, where €} (v) = 0. Theterm
G, does not contain x; and therefore describes the con-
tribution of only polaritons polarized along the x,-axis
to scattering (in terms of [35] thisis afictitious longitu-
dinal wave). The branches G, and G, cross: the longitu-
dinally and transversely polarized polaritons do not
interact. Far from the point of intersection with large
values of the wave number (u? > €;) the contribution
of transversely polarized polaritons to scattering tends
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to zero. Thusthe intensity at the maximum of scattering
by alongitudinal phononis

_ ) -0

L
GZ mn
&

(24)

In this case the cubic susceptibility makes no contri-
bution. Hence the interaction between a longitudinal
phonon (or a fictitious longitudinal wave) and a laser
wave is due only to the quadratic susceptibility. In the
Raman scattering spectrum the line corresponding to
the resonance frequency of the phonon will not appear
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(Fig. 3a, v = 801 cm™, k| > 2300 cm™?), while the line
at the longitudinal frequency will be intense.

If p =0° (Fig. 3d), then the scattering form factor is
described by Eg. (21) where the two terms have the
form (22) and (23) with indices 1 and 2 interchanged.
Now G, gives the wave number independent line with a

maximaof thefrequency contoursatv = vk =820cmi—

it corresponds to a longitudinal oscillation polarized
along x,; theintensity of scattering by it for large values
of the wave number is determined completely by the
component x,; and by absorption for awave with corre-
sponding polarization. The term G, describes the
branch the line of whose maxima corresponds to the

condition p? = €5, i.e., dispersion of transversely polar-
ized polaritons.

If the wave vector of the el ectromagnetic waveisnot
directed along one of the crystallographic axes, then the
projections of the electric field on both axes are non-
zero and two oscillations with orthogonal dipole
moments contribute to the polariton wave. In this case
the computed spectrum contains three dispersion
branches, which cannot be separated according to
polarization (Figs. 3b, 3¢); in what follows, we shall
call them the upper (v > v5 ), middie (v; <v < v5), and
lower (v < v,) branches with respective frequency. In
the region of existence of the middle branch the princi-
pal values of the permittivity have different signs. The
end of this branch corresponding to large values of the
wave number (the phonon section of the polariton
branch) shifts to the frequency v = 820 cm™ as the
angle p decreases.

The curves g,(v) connecting the maxima of the fre-
guency contours of the scattering linesin thev—Kk plane
can be obtained from Eq. (11), if it is assumed that
I, ,= 0. They cannot lie in the interval 802-820 cm™
for any values of p. The “phonon ends” of the polariton
branches [the poles of the functions g,(v)] lie at the fre-
guencies for which

€ = —sztanzp. (25)
Thus, the dispersion of the extraordinarily polarized
polaritons g,(v), obtained on the basis of our model,

depends on the direction of the wave vector just as
described in [14-16].

It was assumed above that both components of the
guadratic susceptibility at any frequency equal 1, and
the pump and polariton wave vectors lie in the same
guadrant of the coordinate plane. Nonetheless, adip in
the scattering intensity is observed at the middle fre-
quencies of the dispersion branches (Figs. 3b, 3c).
Since theimaginary parts of the components of the per-
mittivity and the function g,(v) do not have singulari-
ties here, there is only one explanation for the dips: the
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contributions due to x; and ¥, to the signal field sub-
tract out because €; and €, have different signs.

The dispersion of the scattering intensity in the
spectra presented in Fig. 3 is determined to a greater
extent by the changein the direction of the polarization
unit vector of the polaritons than by the dispersion of
the absorption. This direction cannot be determined
from Eq. (13), since in the resonance region the imagi-
nary part of the permittivity is two to three orders of
magnitude greater than the real part. However, numeri-
cal modeling makes it possible to identify the singular-
ities of the dispersion of the angle between g, and k..

Let us assume that only one of the components of
quadratic susceptibility operates, that is x,, but x; =0
(such conditions can be created in crystals belonging to
certain symmetry classes. for example, let Xg0, = X311 =0,
and the pump wave vector is directed along the X,-axis).
The spectrum in Fig. 4ais constructed for p = 60°. Let
us compare it with the spectrum in Fig. 3b: the dip in
the intensity at the central frequency of the branch near
[k] = 1300 cm is absent, but the left end of this branch
(wherek — 0) is not seen in the scattering. For a dif-
ferent orientation of the wave vector of the polaritons,
the general form of the spectrum, of course, will
change, but it follows from model calculations that the

intensity vanishes near the frequency vi = 820 cm™
irrespective of the angle p. This can be explained only
by the fact that the field of the polariton waves does not
have at this frequency a component along the x, axis
(and participation of the other component is ruled out
by the choice x; = 0). The spectrum calculated with p =
90° will contain only aline due to alongitudinal vibra-
tion at the frequency 844 cm™. If, however, p = 0°, only
the branch due to transversely polarized polaritons,
which corresponds to the condition p? = €, (v), will be
present.

One of the spectra, calculated assuming that x; # 0
while x, =0, is presented in Fig. 4b (p = 60°). The dip
in the intensity shifted from the middle to the upper
branch, to the frequency 844 cm™. It exists here in the
spectra calculated for any p, if x, = 0. For p = 90° only
the branch due to transversely (along the x;-axis) polar-
ized polaritonsremains, and for p = 0° only theline due
to longitudinal vibrations at frequency 820 cm
remains.

Thus, irrespective of the orientation of the wave vec-
tor the polarization unit vector of extraordinary polari-
tons with v = 844 cm is directed strictly along the
X;-axis, and for v = 820 cmt it is directed strictly along
the x,-axis.

Let us now assumethat the vibrations are also active
in Raman scattering, i.e., the resonance contributionsto
the components of the cubic and quadratic susceptibil-
itiesaredifferent from zero (seetable). In this casetheir
dispersion is described by Egs. (15)—(17). Let us com-
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pare the spectrum in Fig. 4c with the spectrumin Fig. 3b.
They were constructed for the same orientation of the
wave vectors of the pump and the polaritons (p = 60°,
= 45°), so that the position of the dispersion branches
inthev —k planeisthe same. The intensity distribution
over the entire spectrum changed: in the lower-fre-
guency branch in Fig. 4c it is now much larger than on
the upper branch. This is due not only to the contribu-
tion of the cubic susceptibility but also the resonant
growth of the real and imaginary parts of the compo-
nents of the quadratic susceptibilitiesasv — v, ,. We
chose Ax; , equal in magnitude and the functions X,
and X, are also amost identical, so that once again we
see the dip in the intensity in Fig. 4c on the middle
branch, and it remains essentially unshifted.

The intensity distribution changes substantialy, if
the sign of Ay, is changed without changing the other
parameters (Fig. 4d). In the first place, the point of
phase compensation of the contributions of the compo-
nents now lies on the upper branch and is absent on the
middle branch. Thisisbecausein the frequency interval

under study the components x; and x5 have different

signs (curves 1 and 2 in Fig. 2b). As aresult, their con-
tributions to scattering on the upper branch near v =
860 cm are compensated, while on the middle branch
they add, since here the main values of the permittivity

also have different signs (&, < 0). Thetota intensity of

the lower-frequency branch islessthan in Fig. 4c. This
is because the real and imaginary parts of the compo-
nents of the quadratic susceptibility have opposite signs
here. Theintensity increases, asaresult of the contribu-
tion of both components of the cubic susceptibility,
only for large values of the wave number, whenv —
V1 » (we note that in the spectrum in Fig. 3b the inten-
sity decreases as frequency increases from 785 to
801 cm™).

3.2. Predominance of the Deformation Potential
Anisotropy

L et the dynamical properties of the second vibration
be given by the values in the third column of the table.
Then the anisotropy of the deformation potential will
predominate over the dipole-moment anisotropy: v, >

vk > v, i.e, the LO-TO gap for the second phonon,
whose dipole moment is oriented along the x, axis
(837-841 cm™), will lie above the longitudinal fre-
quency of the first phonon (curves 1 and 3 in Fig. 2a).
The computed spectra of the fluctuations of the polari-
ton field for fixed orientations of the wave vector are
presented in Figs. 5 and 6. The pump wave vector
makes an angle of 90° with the x;-axis for the spectrum
in Fig. 6a and 0° for the spectrum in Fig. 6b; for al
other spectra it is equal to 45°. The normalization and
levels of intensity were chosen to be the same asin the
preceding section (for the spectrain Figs. 3 and 4).
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Just as in the preceding section, we shall investigate
the role of the permittivity anisotropy, making the
assumption that the components of the quadratic sus-
ceptibility are the same and the vibrations are inactive
in Raman scattering.

For p = 90° the scattering can be described by
Egs. (22) and (23). Figure 5a contains a branch, the
position of the maxima of whose k-contours is deter-
mined by the condition p? = €; (the branch of polari-

tons polarized strictly along the x;-axis). It intersects
the line with the maxima of the frequency contours of

the intensity at v§ = 841 cm (the line of polaritons
polarized longitudinally along the x,.axis, transforming

for large values of the wave number into the line of lon-
gitudinal phonons).

When the wave vector of the polaritons rotates by a
small angle alocal minimum forms at the intersection
of the branches (at k = 7500 cm™, Fig. 5b) and the
upper- and middle-frequency branches stand out. As
the angle p decreases further (Figs. 5b, 5¢) the “ phonon
section” of the middle branch shifts downwards to the
frequency v, = 837 cm, and at the same time its cur-

vature changes slightly above the point vk =820 cm™.
The “phonon section” of the lower branch moves

upwards to V' ; its curvature changes and approaches
the middle branch. Both branches join at the point v =
820 cm, k = 11300 cmt, when p = 0° (Fig. 5d). In
Fig. 5d we see a branch the position of whose maxima
in the k-contours corresponds to the condition p? =

€5,(Vv), and it intersects a line with a maximum at the

frequency 820 cm. Just asin the case where the dipole
moment predominates (see preceding section), for
large values of the wave number the intensity here is
determined by the ratio of the difference of the squared
real and imaginary parts of the component x; to the

imaginary part of the permittivity €] (23); thisis the
same line of longitudinal polaritons as in the spectrum
shown in Fig. 3d.

The “forbidden band” does not exist for the given
form of the anisotropy of the phonon parameters for
polaritons. If the line connecting the maximaof the fre-
guency contours of the intensity is drawn, then the
dependence of their form on the orientation of the wave
vector is similar to that described in [14-16]. For
phonons there is a“forbidden band” : the “ phonon sec-
tions” of the bottom and middle branches correspond-
ing to large values of the wave number cannot liein the
interval 820 < v < 837 cm™. The position of “phonon
sections’ is determined from the condition (25).

In contrast to the situation where the dipole-moment
anisotropy predominates over the deformation-poten-
tial anisotropy, in the present case the main values of
the permittivity have different signsnot along the entire
middle branch but only in the range 837 < v < 841 cmt
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Fig. 5. Computed spectra for various fixed values of the angle p between the wave vector of the polaritons and the x;-axis. Defor-
mation potential anisotropy predominates. For all spectrax; =X, =1; p = (a) 90°, (b) 70°, (c) 20°, (d) 0°. See also the remark for

Fig. 3.

(g, >0, g, < 0) aswell as on the lower branch at 801 <
v < 820 cm™, (g; < 0O, &, > 0). Consequently, the sec-
tions with zero intensity are now present on the middle
branch (Fig. 5b, |k| = 20700 cm™?) and the bottom scat-
tering branch (Fig. 5c, k| = 17500 cm™): the contribu-
tions of the components of the quadratic susceptibility
with constant and identical values of x; and X, can be
compensated on both branches.

We shall now investigate the dispersion of the angle
between the polarization unit vector of the polaritons
and the wave vector according to the model SP spec-
trum just as was donein Section 3.1.
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If X, = 0and X, = 1, then the start of the middle-fre-
guency branch (the region k — 0 for v —» vk =

820 cm™) is not seen in the scattering for any angles p
(an example of such a spectrum for p = 30 isgivenin
Fig. 6a). However, if X, = 1 and X, = 0, then for any p
the left end of the upper branch is not seen (the region

k— Oforv —= v5 =841 cm?, an exampleis given
in Fig. 6b). Hence, at the point v = vk the electric-field
vector of the polariton wave is directed along the x;-axis,

and at the point v = vé it is directed along the x,-axis,
irrespective of the orientation of the wave vector.
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Fig. 6. Computed spectrafor various values of the components of the quadratic susceptibility. Deformation potential anisotropy pre-
dominates. For all spectrathe angle between the wave vector of the polaritons and the x;-axisis 30°. (a8) X1 =0, x> =1; (b) X1 = 1,
X2 = 0; (c) dispersion of X, and X, isgiven by an oscillator function with parameters taken from the table (curves 1 and 3 in Fig. 2b);
(d) the same function x5 is used, but for the function X, the opposite sign of the contribution of the vibration Ay, was chosen (see
curves 2 and 3in Fig. 2b). The presence of the fine nonuniformitiesis explained in the remark in Fig. 3.

The bottom and middle branches also contain two
specia points: for €, at the frequency v, = 801 cm?,
and for g, at the frequency v, = 837 cm™. These points
are also distinguished in the spectra of fluctuations of
the polariton field. If the component of the field along
X; (the spectrum in Fig. 6a) does not participate in the
scattering, then a local intensity minimum is observed
at the frequency 837 cm™. It existsin all spectra calcu-
lated for the angles 15° < p < 75°. If the component
along X, does not participate (Fig. 6b), then a similar
minimum occurs on the lower branch at v = 801 cm™.
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Comparing the spectra in Figs. 6a and 6b, it can be
inferred that the component of the field along the x;-axis
predominates at the frequency v, and the component
along x, predominates at the frequency v,.

Let us now consider the situation where the dipole-
active vibrations also contribute to the cubic and qua-
dratic susceptibilities: Ax; = 0.4 and Ax, = 0.05. In con-
trast to the case where the dipole-moment anisotropy
predominates over the deformation-potential anisot-
ropy, the frequencies of the maxima and minima of the
nonlinear susceptibilities at p # 0, 90° do not coincide
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with the poles of the functions €,(v) (see curves 1 and
3in Fig. 2). Comparing the spectra calculated for dif-
ferent angles between the wave vectors of the polari-
tons and the x;-axis, shows a quite complicated depen-
dence of the general form of the intensity distribution
on p. But, we present only one spectrum for the given
parametersin Fig. 6¢ (p = 30°). We note that the inten-
sity of the bottom branch is now greater than that of the
middle and top branches (compare with Figs. 5b, 5c).
There are two reasons for this: near the resonance fre-
quency (v, = 801 cm™) the contributions of x; and ©,
are large, and on the “phonon (high-frequency) sec-
tion” of this branch the components of the quadratic
susceptibility are also large, and the principal values of
the permittivity have different signs (curves 1 and 3 in
Fig. 2). The point of phase compensation of the contri-
butions of the susceptibilities is located on the middle
branch, sincein the interval 820 <v < 837 cm x, and
X, have different signs, while g, and €, have the same
signs, and in theinterval 837 <v < 841 cmr* both com-
ponents of the quadratic susceptibility are negative,
while the principal values of the permittivity have dif-
ferent signs.

The spectrum shown in Fig. 6d was constructed
using the same value of Ay, but the sign of Ax; was
changed (the dispersion of X, isdescribed now by curve 2,
and the dispersion of , isdescribed by curve 3in Fig. 2b).
Here the middle branch is the most intense branch,
since for 820 < v < 837 cm* both components of the
quadratic susceptibility are positive for positive €, and
€, (curves 1 and 3inFig. 2a), whileforv > 837 cm ¢,
and X, become negative simultaneously. Thetop branch
possesses an intensity minimum at k = 750 cmr, which
can be explained by the compensation of the contribu-
tions of the components because X is positive while X,
is negative.

4. EXPERIMENT

The experimentally observed spectra of scattering
by polaritons are a two-dimensional dependence of the
intensity on the frequency and scattering angle 8. To
each value of 8 there corresponds a wave number

K| = Jk?+ K2 -2k k,cos8 (26)

(the range of variation of the magnitude of this spectra
islimited below by the value k;, = | k| — |k —the so-
caled point of collinear matching). The angle &
between k and k; (Fig. 1) is aso determined from the
triangle (1). Thus, the orientation of the wave coordi-
nate in the observed spectrum cannot be constant and
must be calculated for each point using the formula

(27)

In a small frequency range near the resonance fre-
guency of the phonon the range of variation of p can

p = @—arcsin(|kdsin6/[kl).
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reach 180°. Consequently, the form of the spectra of
scattering by extraordinary polaritons depends strongly
on the orientation of the sample. It is obvious that the
observed frequency—angle distribution of the intensity
can be compared with the computed distribution in
some region in the v—k plane only when the condi-
tions (26) and (27) aretaken into account for each point
in the region.

As an example, we shall examine below a fragment
of one of the SP spectra of the iodic acid crystal
o-HIO,. Thiscrystal iswidely used in nonlinear optics,
its linear and nonlinear optical properties have been
investigated in detail [39-42]. The Raman scattering
and infrared absorption spectra, as well as their depen-
dence on the orientation of the phonon wave vector, are
described in [36]. At the beginning of the 1970sthefirst
spectra of scattering by polaritons were obtained [43-45],
and together with these spectra new information on
higher order vibrations, bands of multiparticle states,
and Fermi and Fano resonances, was also obtained
[46-50]. The temperature dependence of the RS and SP
spectra were investigated [51]. Experiments with this
crystal demonstrated the great possibilities of SP spec-
troscopy in the investigation of lattice dynamics. How-
ever, they also revealed alarge number of “anomalies’:
some sections of the spectrum, especially their sharp
dependence on the orientation of the sample, could not
be explained on the basis of the scattering model
adopted.

The crystal belongs to symmetry class 222, and
scattering by ordinarily polarized polaritonsisimpossi-
blein it. At the same time a sample can be cut out and
oriented so that the intensity is determined only by one
or two components of the quadratic and cubic suscepti-
bilities. This gives the minimum set of parameters for
investigating the effect of crystal-lattice anisotropy on
the SP spectrum [31].

To obtain the SP spectra in the coordinates fre-
guency v—scattering angle 8, we employed the stan-
dard experimental setup [1, 6] which made it possible
to implement paralel information extraction using
photographing system. This method makes it possible
to obtain a much more datain a definite period of time
compared with successive recording using photoel ec-
tronic devices.

A series of SP spectra of iodic acid crystals were
obtained for various orientations of the samples. It was
found that the sections of the spectra which we previ-
ously called “anomalous’ could be explained by taking
account of the tensor character of the linear and nonlin-
ear susceptibilities and that modeling of the observed
spectrawas possible.

Figure 7a shows a fragment of one spectrum. The
scattering plane is also the xy plane of the crystal (the
designation of the axes corresponds to the ratio of the
refractiveindicesfor thevisibleregionn,<n,<n,), and
the angle @ between the pump wave vector and the
y-axisis 23°. The laser wave is polarized in the xy plane,
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Fig. 7. () Fragment of an SP spectrum of aniodic acid crystal. The arrows mark the (1) upper-frequency and (2) middle-frequency
scattering branches; (b) dispersion of the angle p between the y-axis and the wave vector of the polaritons, as obtained from this

spectrum; (c) dispersion of the effective value of the wave number.

and the signal wave is polarized along the c axis. Scat-
tering in this case is determined by two components of
the quadratic susceptibility: X,y and X,x, SO that only
polaritons polarized in the xy plane can participate in
the process. In the frequency range displayed in Fig. 7a,
the polaritons are formed as a result of the coupling of
the macroscopic el ectromagnetic wave with the stretch-
ing vibrations of the IO bond. The resonance frequen-
cies of the B, and B, type phonons are almost identical,

but the dipole moments are different: v, = 801 cm™,
v, =802cm, vy =820cm?, and vy =844 cmr, e,

dipole-moment anisotropy predominates in the xy
plane [36].

Thearrowsin Fig. 7amark the upper-frequency (v >
844 cm™) and middle-frequency (820 < v < 844 cm™)
branches of the polariton dispersion. The spectrum is
sharply asymmetric: the top branch isintense for posi-
tive scattering angles 6 > —0.3° (right side of the spec-
trum) and is almost not seen for scattering in the other
direction from the pump direction (8 < -0.3°, left side
of the spectrum). For the middle-frequency branch,
conversely, the backward scattering is much more
intense. The signs of the components of the quadratic
susceptibility in theinterval 800-880 cm are constant,
and the components vary monotonically (this follows
from measurements according to a series of SP spectra
for the given sample, which were obtained with differ-
ent orientations of the sample). What is the nonmono-
tonic nature and asymmetry of the scattering intensity
due to? It can be explained by the phase interference of
the contributions of the components X, and X, the
products of these components make a contribution to
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the scattering intensity, being multiplied by the direc-
tion cosines of the wave vectors and the components of
the real part of the permittivity.

Figure 7b shows the dispersion of the angle p
between the wave vector of the polaritons and the y-axis
for points connecting the maxima of the intensity of the
frequency contours of the experimental spectra. The
range of variation of the angle is aimost 140°. The top
and middle branches approach one another at p = 180°,
and |k| = 6900 cm (this is the minimum value of the
wave vector for this spectrum—TFig. 7c). The wave vec-
tors of the pump and the polaritons to the left of this
point liein adjoining quadrants of the coordinate plane;
at the right of the point they liein opposite quadrants.

In the region of existence of the top branch the prin-
cipal values of the permittivity are positive. Conse-
quently, if the pump and polariton wave vectors lie in
opposite quadrants, the signa fields arising with the
participation of the components X, and X, add (right
side of the spectrum), and if they are located in adjoin-
ing quadrants, then they subtract (Ieft side of the spec-
trum). In the region of the middle branch the signs of
&y are different. Consequently, this branch, con-
versely, isintenseto theleft of the point where p = 180°
and to the right of the point the intensity decreases rap-
idly with increasing angle, passing through zero at p =
210° (this is the compensation point for the contribu-
tions of the components).

On the middle branch the magnitude of the wave
vector of the polaritons undergoes the opposite disper-
sion: here the decrease in g, as aresult of arotation of
k predominates over the normal dispersion growth of
the components (Fig. 7¢). We note that the anomalous
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Fig. 8. Fragment of the spectrum of an iodic acid crystal, calculated taking account of the dispersion of the angle p. The known
optical parameters were used. The orientation of the crystal was taken to be the same as for the spectrumin Fig. 7a.

dispersion in the spectrum of extraordinary polaritons
can also exist for the same signs of the principa values
of the permittivity. In the spectrum of ordinary polari-
tons, anomalous dispersion of €,(v) isimpossible.

The intensity distribution in the coordinates fre-
guency—scattering angle, obtained for the given experi-
mental conditions by means of calculations performed
using Egs. (4)<10), (26), and (27), is presented in Fig. 8.
Thefunctions describing the dispersion of the quadratic
susceptibility and the permittivity were given on the
basis of measurements performed on a series of SP
spectra observed at various angles ¢ between the pump
wave vector and the y-axis. The principal values of the
permittivity are given by six oscillators (see [37]); a
rougher, single-pole approximation was used for the
components of the quadratic susceptibility. Conse-
guently, we attempted only to obtain qualitative agree-
ment between the computed and observed spectra.

5. DISCUSSION

The numerical simulation of the spectra of scatter-
ing by polaritons with extraordinary polarization
(anisotropic polaritons) was performed assuming that
the susceptibilities are given by single-oscillator func-
tionswith small phonon damping constants. Asaresult,
anumber of features due to the anisotropy of particular
dynamical parameters of the crystal lattice were identi-
fied (resonance frequencies, damping constants, phonon
contributions to the firgt, second, and third order optical
susceptibilities).

The effect of the anisotropy of the linear optical
properties was shown for the example of the spectra of
Raman-inactive vibrations assuming that the quadratic
susceptibility does not depend on direction or fre-
guency. This effect consists not only in the fact that the
variation of the dispersion v(k,) changes when the
direction of the wave vector changes but also in the
presence of alongitudina component of the polariton
polarization, which can be much greater than the trans-
verse component.

The manifestation of anisotropy of nonlinear optical
properties depends on the symmetry type of the crystal,
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which corresponds to a definite form of the quadratic
susceptibility tensor. The magnitude of its components
at the frequencies of the dipol e-active phonons depends
in a definite manner on the components of the Raman
scattering tensor and the phonon damping constants.
Estimating the contributions of the individual compo-
nents of the nonlinear susceptibilitiesto the intensity of
scattering, it isnecessary to take account of not only the
polarization of the interacting waves but also the rela
tive orientation of their wave vectors and the symmetry
elements of the crystal and the signs of the principal
values of the permittivity.

The main differences between the scattering spectra
of extraordinary polaritons in the symmetry plane of
noncentrosymmetric crystals (not only orthorhombic,
but also uniaxial and monaclinic) from the spectra of
ordinary polaritons are as follows.

1. Inthe observed spectrathe frequency dependence
of the scattering intensity is determined not only by the
dispersion of the components of the quadratic suscepti-
bility tensor but also by the frequency and scattering
angle dependence of the direction of the wave vector of
the polaritons (the angle p(v,, 6) at each point of the
spectrum for a specific experiment is determined by the
matching conditions (1)). This dependence is aso man-
ifested when a single component operates. The relative
orientation of the pump and polariton vectors and the
symmetry elements of the crystal are aso important.

2. If extraordinary polaritons are formed as a result
of the coupling of an electromagnetic wave with two
phonons with orthogonal dipole moments, then the
spectra possessed three dispersion branches. When the
dipoleemoment anisotropy predominates over the
deformation potentia anisotropy, then along the entire
middle-frequency branch one of the principal values of
the permittivity €; is negative, and a similar section is
also present on the lower-frequency branch. When the
deformation potential anisotropy predominates, one
value of g changes sign on the middle-frequency
branch and the other changes sign on the lower-fre-
quency branch. Theintensity of scattering by polaritons
can vanish on sections where the contraction of the
components of the quadratic susceptibility with polar-
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ization unit vectors of the pump and the signal possess
the same sign but the signs of the principal values of the
permittivity are different.

3. Sections with anomalous dispersion which are
not associated with absorption could exist in the scat-
tering spectra for extraordinary polaritons. They are
explained by the fact that the decrease of the effective
value of the permittivity as a result of anisotropy as
function of angle p(v, 8) predominates over the normal
dispersion growth.

We also note one important feature of the phonon
spectra (the region k > v). The intensity of scattering
by alongitudina phonon (for large values of the wave

number) at the frequency ij is determined primarily

by the ratio of the difference of the squared rea and
imaginary parts of the quadratic susceptibility x; =

Xiki eiS e|k e{o to the imaginary part €. The contribution to
the cubic susceptibility to scattering at the frequency

vjL isall the smaller, the farther away it isfrom the res-

onance frequency. A line due to scattering by alongitu-
dinal phonon can also be observed when the line at the
resonance frequency is absent because the vibration is
Raman-inactive.

It is much more difficult to analyze the scattering by
extraordinary polaritonsthan it isto analyze the spectra
of transversely polarized polaritons. Nonetheless, the
dynamical parameters of the vibrations can also be
determined according to the spectra.

The measurements can be performed as follows.
First, an orientation such that the intensity depends on
the minimum number of components of the optical sus-
ceptibilities, for example, so that the scattering occurs
inthe symmetry plane of the crystal, must be chosen for
observation. The effective values of the permittivity
€,(v) are determined from the maxima of the angular
contours for several nonresonant sections of the spectra
in a wide range of frequencies, covering the frequen-
cies of the oscillations under study. Knowing these val-
uesfor various orientations of the wave vector, the prin-
cipal values of g(v) can be determined. Next, taking
into account the maximum possible number of oscilla-
tors, using the same Raman scattering data, the contri-
butions of phonons to the components of the permittiv-
ity Ag; can be determined (this calculation for iodic acid
isdonein[37]).

To determine the phonon contributions to the qua-
dratic susceptibility it isfirst necessary to find the back-
ground (slowly varying with frequency) value of the
components. The effective value of the background
guadratic susceptibility can be calculated after the
intensity is measured at the maximum of the angular
scattering contours on nonresonant sections. If the
intensity is determined by a pair of components Xy,
then it is sufficient to perform measurements for a pair
of differently oriented polaritons at the same frequency.
The measurement error in this case is larger than for
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transversely polarized polaritons. The accuracy can be
increased by observing the frequency shift accompany-
ing rotation of the sample, when the intensity vanishes
because of the compensation of the contributions of the
components—this makes it possible to calculate the
ratio of their background values. Next, it is necessary to
find the sections where the signs of the components X
are different, and the points where each component
vanishes because of compensation of the contribution
of the vibrations and the background value. Sometimes
the sample must be oriented so that only one compo-
nent operates. As a rule, this happens when the wave
vector of the pump or the polaritons is directed along
the symmetry axis of the crystal. The reference points
for the measurements can also be the longitudinal
vibrational frequencies, where the direction of the
polarization unit vector of the polaritonsis constant and
does not depend on the direction of the wave vector.
Then the contributions of vibrations to the components
of the quadratic susceptibility can be estimated. They
will be determined more accurately, if several oscilla-
tors can be taken into account in the modeling of the
function X;. In the cases where the parameters cannot
be chosen uniquely, the intensity of the Raman scatter-
ing spectra for different positions of the sample can be
measured on the same setup. It is aso convenient to
make a preliminary estimate of the damping constants
I'; according to the Raman scattering spectra.

Given a set of preliminary approximate values, the
spectra (taking account of the matching condition) can
be calculated for scattering in different directions from
the pump direction and the dynamical parameters of the
oscillation under study can be refined, achieving agree-
ment between the observed and computed intensity dis-
tributions.

The accuracy of such measurements and calcula-
tions must be estimated separately for each specific
case, since it depends on many factors, for example, the
number of characteristic vibrations in the spectrum of
the crystal, anharmonicity, absorption and, first and
foremost, the correct measurement of the spectral
brightness of the scattering. However, irrespective of
whether or not we observe scattering by ordinary or by
anisotropic polaritons, this method is more accurate
than other optical methods for measuring the dynami-
cal parameters of vibrations.

6. CONCLUSION

The method described in this paper for measuring
the components of the permittivity and the nonlinear
susceptibility of crystalsin the phonon frequency range
and determining the dynamical parameters of these
phonons is especially important for investigating the
effect of external actions on the crystal lattice. For
example, it is known that different components vary
differently when the temperature is varied, electric or
magnetic fields are applied, under pressure, and so on.
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It is especially important to take account of the anisot-
ropy of theinteraction of lattice vibrationswith an elec-
tromagnetic field when studying the kinetics of the
structural transformations by the method of SP spec-
troscopy, sincein the course of these processes not only
the magnitudes of the dynamical parameters of the
phonons but also the orientation of the symmetry ele-
ments of the crystal, the domain structure, and so on
change.

Specific parameters of vibrations were used to con-
struct a series of polariton spectra, but it should be
noted that the choice of the ratios between them is not
fundamental. For example, the spectra near phonons
with large damping also can be calculated using the
algorithm described above, and definite regularities in
their variation as a function of the orientation of the
wave vector can be found. Thus, the dynamical param-
eterswere determined for the stretching vibration of the
OH bond of theiodic acid crystal and quite good agree-
ment was obtained between the observed and modeled
spectra[38].

The central problem now is to simulate the spectra
of scattering by extraordinary polaritons in the region
of the bands of multiparticle states, taking account of
the anisotropy of the density function of these states.
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Abstract—A hydrodynamic approximation is used to study the behavior of dipole modes of the transverse
oscillations of an ion beam in a storage ring with an electron cooling section. It is shown that in addition to the
finite interaction time of the beams, instability may be caused by a specific interaction effect between theion
and electron beams in the magnetic field which leads to redistribution of energy between the various modes of
the ion beam oscillations. In this case, the condition that the determinant of the transfer matrix for the cooling
section does not exceed unity no longer guarantees the stability of the transverse coherent oscillations of the
ion beam and all the eigenvalues of the complete matrix of the ion motion including the storage ring must
be analyzed. Calculations of the stability of ion beam dipole oscillations are presented for the parameters

of CELSIUS. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

By introducing damping in the oscillations of parti-
cles about an equilibrium orbit, electron cooling can
easily control the beam parameters. By combining an
ion beam and a high-intensity electron beam having a
small momentum spread in a rectilinear storage sec-
tion, it is possible to achieve efficient energy exchange
between them. Asit passes through the cooling section,
the electron beam islost to the collector, taking some of
the ion beam thermal energy with it, which leads to an
effective reduction in the transverse dimension and the
momentum spread in the initial ion beam. At low ion
beam intensities cooling can be successfully used in
many devices [1]. However, on transition to higher
beam intensities effects are observed which destroy the
cooling. Dag Reistad observed this effect on CELSIUS
and called it electron heating [2].

One of the mechanisms responsible for this effect
may be coherent interaction of ion and electron beams
in the cooling section [3]. We note that for the ions this
system is open. Electrons can remove energy from the
system. The work done during the reduction and thin-
ning of the beams makes its own contribution to the
energy balance.

In the present study we shall analyze the behavior of
the transverse coherent oscillation modes of an ion
beam in a storage ring allowing for a cooling section.
Our study differs from previous studies on this topic
first, by alowing for the finite interaction tine between
the beams and second, by analyzing the influence of a
finite magnetic field in the cooling section on the
dynamics of the ion—electron interaction. Studies
devoted to thistopic [4, 5] generally use the approximar
tion of an infinite magnetic field B — . This hasthe
result that the electrostatic interaction of the transverse

oscillations of the electron and ion beams is not ana-
lyzed. In this case, the fast oscillations of the magne-
tized electron column have the frequency w, of the
order of the electron cyclotron frequency we, whichis
much higher than the characteristic frequencies of the
ion motion, and the slow oscillations have the fre-
quency w,. whichismuch lower. For real parameters of
the problem this last condition is not always satisfied.

In order to analyze the situation, we shall use the
hydrodynamic approximation, assuming that the ion
and electron temperatures are zero and the beams
undergo simultaneous coherent transverse motion. We
shall also assume that the particle density in the beams
isradially uniform and the beam radii are the same. The
conducting wall is removed to infinity and image
charges have no influence on the beam dynamics. The
beams are matched for atime shorter than al the other
characteristic times of the problem. Outside the cooling
section the beam propagates in the storage ring with
azimuthal focusing symmetry.

We shall first use a simple model to analyze the
influence of the finite time of joint beam motion on the
interaction of the electron and ion beams. We shall then
study the behavior of the dipole oscillation mode of an
ion beam in a storage ring with a cooling section and
we shall calculate the instability growth rates for a spe-
cific device.

2. MODEL OF ION AND ELECTRON BEAM
INTERACTION IN THE ABSENCE
OF A MAGNETIC FIELD

By way of asimple example to illustrate the effect,
we shall consider a model problem in which the ions
and electrons move jointly in drift space in the absence

1063-7761/00/9105-0975%$20.00 © 2000 MAIK “Nauka/Interperiodica’
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of amagnetic field. The equations of motion in aframe
of reference moving with the beam may be written as

2
mi%—eZiE =0, Q)
t
2
meotlj—r;—eE = o, @)
t

wherer; . are the position vectors of the ions and elec-
trons and E = E, + E; is a superposition of the space
charge fields of the electron and ion beams.

In the limit, where the transverse dimension of the
beams is small compared with the perturbation wave-
length, the electric fields will be described by the
expressions

m,
Ee = _Eewi)e(r _Re)v

mA
Ei = —2-w,(r -Ry),

ez
where
2 2
,  2mnZ’€ , _ 2mn.€’
Wi = VMA Wpe =
ymp i yme

are the plasma frequencies of theions and electronsin
abounded plasma, R; .= (X  Y; o) arethe positions of
the beam centers, N, aretheion and electron densities,
r isthe position vector, Z; istheion charge, A istheion
mass number, and yisthe relativistic factor. Expanding

lie = Ri,e+ ril,e
in terms of the position of the beam center R; . and the
position of a particle in it r; ., after integrating the
equations of motion of the particles over the beam cross

section Swe obtain a system describing the dynamics
of the centers:

d°R,

— 4+ (*)leR - wleRe! (3)
dt’
d? Re
dt ei ;Riv (4)
where
, _ 2meZn, , _ 2me’zn,
We = —F7—— ei T T
yAimp vme

are the frequencies of the beam oscillations in a space
charge field of opposite sign. It can be seen from
Egs. (3) and (4) that in this case, the vertical and radial
motion of the particles is independent and the four-
dimensional problem is reduced to a two-dimensional
one.
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A consistent solution of the linear equations (3) and
(4) under the initial conditions for the electrons

dR,
dt

for each component of the vector R; may be written in
the form

R, = 0, =0

DX OJ DXOD DXOD
o %o d DAllAleD i O o ~od
Ogx 0=0 IZI]dXOD Ac00|DdXoEL 5)
O0—0 0OA, A, =24 0O o224 0
0 dt O O dt O O dt O

which links the position and velocity of the ion beam
center “after” the cooling section with their values
“before” this section using a linear transformation [6].
The elements of the matrix A,y are determined by inte-
grating the compl ete system of equations of motion (3)
and (4) with unit initial conditions for theions and zero
initial conditionsfor the electrons. For the Y component
of the beam motion all the equations are written simi-
larly.

The solutions of the system (3) and (4) correspond
to stable beam motion if al the moduli of the eigenval-
ues|A| of thematrix of motion (5) arelessthan or equal
to unity. Otherwise, two physically different situations
arepossible. Inthefirst wefind |A,| > 1 but the determi-
nant of the matrix

det Acool = |—I|}\k|
k

remains equal to (or less than) unity. This implies that
the ion energy is conserved (or decreases) but is redis-
tributed between different modes of theion beam oscil-
lations. The possibility of energy being redistributed
between the modes by means of elements positioned
outside the cooling section and of beam stability being
achieved depends on the specific physical conditions
and requires a separate analysis. In the second situation
when the determinant of the matrix is also greater than
unity, it isimpossible to achieve beam stability without
introducing additional dissipative forces.

The results of an investigation of the matrix (5) may
be summarized as follows. First, the moduli of the
eigenvalues of the matrix for the cooling section are the
same, i.e., |A;| = |»| and consequently

|A1v 2|2 = det Acool-

Second, for an arbitrary beam interaction time T =
Leoa/YVo We have

(*)Ie + wel + 2('ole('oel COS((*)OT)

det Acool -
((*)ie + (*)ei) (6)

+ &sn(wor)wor

((*)ie+ el)
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where wp = W’ + W5 . A graph of thisfunction is plot-
ted in Fig. 1. The first term in this expression may be
interpreted asthe transfer of energy fromtheionsto the
electrons in their interaction process and its value is
strictly less than unity. The second term allows for the
binding energy which occurs when the beams are
matched. For a short interaction time (wgt << 1) when
therelative displacement of the beams during their joint
motion is small, the difference between the energy of
the electrostatic interaction between the beams at the
beginning and end of the cooling section can be
neglected. The ions transfer some of their energy of
transverse motion to the el ectrons and the amplitude of
theion beam oscillations decreases. However, for inter-

action times 1 ~ ooi_el a situation arises where the dis-

continuity of the ion coupling with the electrons leads
to anincrease in the total energy of the system some of
which istransferred to the transverse motion of theion
beam, and the amplitude of the oscillations increases.

We write the energy of the complete electron + ion
system:

=2

nmR;

W = nW; + n;W, + W, = %

22

n.mM.Re
2

Thefirst term in this expression is the energy of theion
motion, the second isthat of the el ectrons, and the third
allowsfor thework required to create theion + electron
system. Since the electron velocity at the beginning of
the cooling section is zero, an increase in the electron
energy will subsequently lead to a reduction in the
coherent fluctuations of theions, i.e., to “cooling.” The
existence of the third term changes the situation and
growth of the perturbations becomes possible.

+ +2mn;n€° (R, —Ry)°.

3. DIPOLE OSCILLATIONS OF AN ION BEAM
IN A STORAGE RING
WITH AN ELECTRON COOLING SECTION

3.1. Cooling Section

We shall now consider a situation more consistent
with real conditions. The electron and ion beams prop-
agatein the direction of the external magneticfield. The
characteristic relationship between the parameters of
the problem is:

(*)ce > wpev wciv (*)pi ’
where
© _ eB _ ele
“omgc Y Amgc

are the cyclotron frequencies of the electrons and ions,
respectively. The equationsfor the transverse motion of
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det Ay — 1
0.2

0.1
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|
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Fig. 1. Determinant of the cooling section matrix for joint
motion of the beams without a magnetic field (wjgt = 1).

the ion beam center in a reference frame moving with
the beam are written in the following form:

d’x, _ dy,
?zl - (*)cid_tl + (*)izexi = wizexe’ (7)
d’Y, dX,
d_tZI + wci—dTl + wizeYi = (*)izeYe- (8)

In this case the vertical and radial beam motion ceases
to be independent. However, introducing the new vari-
ables

z = Xi+iY,, zo= X tiYe,
we can transform the system describing the combined
behavior of the electron and ion beams to the simpler
form:

2

dz . dz 2_ _ 2
F + I("-)cia T WieZ = Wiee, (9)
dZZe . dz 2. _ 2
F_Iwce'at— T WeiZe = WeiZ. (10)

In the calculations of A.,, we can use the fact that the
determinants of the matrices

J=A+iB, R =((A B),(-B,A))
(where A and B are arbitrary matrices with real coeffi-
cients) are related by detR = |detJJ°.

Since the electron motion is strongly magnetized,
Eqg. (10) describing the motion of the electron beam
center may be reformulated using the drift approxima-
tion

_ cExB

Ve
BZ
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as follows:
(jj—zte+i/\ze = iNgz, (11)

where A\ = wé o isthe drift rotation frequency of the
electronsin the ion space charge field.

Solving the system (9) and (11) in the limit of short
interaction times

—1 -1 -1
T << W, W, N,

we abtain the following expressions for the eigenval-
ues:

2 2
Wi\ 2 2 Wi\ 2
TT , |)\2| = 1—TT .

It can be seen that for this case the eigenvalues of the
various modes differ. In addition to a damped mode,
there isamode which growsfor an arbitrarily short inter-
action time. The electron beam acts as an “intermediary”
transferring energy from one mode to another. An
increase in the space-charge electric field of each com-
ponent (E; . O N; o O wy ;) l€ads to an increase in the
instability growth rate. An increase in the magnetic
field reduces this value.

The determinant of the matrix in thismodd isgiven by

det Aoy = 1—1—12w?eA(2A — )T,
An interesting characteristic of this expression is the
lack of dependence on the electron beam density. The
electron beam density changes the magnitude of the
difference det (A,) from unity but not the sign.

This expression supplements the results obtained in
[7] assuming that the magnetic field has no influence on
theion dynamicsin the cooling section (i.e., w,; —= 0).
Allowance for this influence narrows the region in
which the determinant of the matrix of the cooling sec-
tion does not exceed unity, by imposing the constraint:

A= 1+ (12)

(13)

4mAm,c’n; > B

(assuming that the beam interaction time is short). In
addition, aswill be shown in Section 3.2, the condition

detAcool =1

is necessary but not sufficient for stable ion motion.

The redistribution of energy between the ion modes
can aso be demongtrated by reducing the system (9) and
(10) to the form of coupled oscillations. We make the
change of variables

_dz . _dz .

a = E_IQliZia b, = dr —1Q,7, (14)
_dz, . _dz, .

a = E_IQlezea be - dt _IQZeZe’ (15)
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where

[ 2 2
Q _ wci * (*)ci + 4(*)ie
1i,2i —

2 )

2 2
_ —Wee * A Wee + 4(’Jei

Qle, 2e — 2

are the partial oscillation frequencies of the ion and
electron beams, respectively, a; and b, are the oscilla-
tion amplitudes of the ion modes, and a, and b, are the
oscillation amplitudes of the electron modes. Without
limiting the generality we shall take the partial frequen-
cies such that

Q,—Q4; >0, Q,.—Q4<0.

The system (9) and (10) can then be transformed as
follows:

da, . b,
gt 1Qea = 0, -0 (16)
db ¢ o _1@dbe (17)
dt T 0, -Q,

db, . iwg(b—a)

E_Iglebe = m (18)

The second electron mode corresponds to fast electron
motion at afrequency of the order of wy, so that within
the limits of our analysis its influence on the dynamics
of the slow ion modes can be neglected.

We shall consider the case when each ion mode g,
and by interactsindependently with the electron mode b

da, . Wb,

! Q, & Q,. (19)
db 102 a;

e —_ el
T 1Qub, = -5 (20)

The eguationsfor interaction of the modesb; and b, are
written similarly. The solution of this system of equa-
tions with the initial conditions

aizaio, b, =0

gives the following result:

2
|5‘i|2 = |ai°|
N A? ofw,—o)tg] (2D
> g o
(QZi_Qle) -A
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Fig. 2. Determinant of the cooling section matrix. Diagram (&) givesthe value of det A,y — 1 calculated using the complete systems
of Egs. (9) and (10) and diagram (b) gives that cal culated using the formulas for a short ion—electron beam interaction time (13).

bf? = [o]°

2 Cor{w, —w)t (22)
|1 2 2 25”‘2% ) E :
(Qz—Q1)°-A 2

where

2 2
2 400 Wi

A = ————
Q24 (Q2 = Q1)

and

(0. —0)" = (Q = Qy)* — 2
for the interaction of modes a, and b,

(0, ~0)" = (Qy= Q) ~4°

for the interaction of modes b, and b,.
It can be seen that the ion beam oscillation mode b,

loses energy and [,/ bi0 | < 1 for any ion beam interac-
tion time. When theion mode g, interacts with the el ec-

tron beam, its energy increases with time and only at
times when

sin((w, —w)t/2) = 0,

does the energy of the mode a; reach its initial value
which it had before the onset of interaction.

In order to determine to what extent these effects
may be significant in the physics of real systems, we
shall present cal cul ations made using the complete sys-
tem of Egs. (9) and (10) for the parameters correspond-
ing to those of CELSIUS: length of cooling section
Leoo =250 cm, ion velocity V, = 9 x 10° cm/s, and mag-
netic field B = 500 G. Figures 2 and 3 show contours of
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the matrix determinant detA,y — 1 and |A,5| — 1 in the
plane of the parameters w, T and w,T for the matrix of
the cooling section corresponding to the drift of ionsin
the cooling section. It can be seen that for the determi-
nant the value wy4T = 4 divides the plane of the parame-
ters into two regions. For wg4T < 4 the matrix determi-
nant is greater than unity, which corresponds to insta-
bility whereas for w4t > 4 the determinant is much
smaller than unity. In the region w4t > 40 we observe a
rapid exchange of zones of stability and instability. The
maximum eigenvalue of the matrix of the cooling sec-
tion behaves completely differently for the same
parameters. Its value is aways much greater than unity
and increases monotonically with increasing parameter
WWwyT? O (niny)Y2. For comparison we also plot con-
tours obtained using Eq. (12) for short interaction
times. It can be seen that for low values of w,, and wy
these fairly accurately describe the qualitative pattern
of instability behavior as a function of the parameters
of the cooling section. We also note that the difference
from unity for the eigenvalues of the matrix is substan-
tially greater than the difference from unity for the
determinant.

3.2. Sorage Ring with Cooling Section

In order to determine the complete dynamics of the
beam in the storage ring, we need to supplement the
matrix of the coolant section with the matrix describing
the ion beam motion in the storage ring. For dipole
oscillations this will be the well-known Twiss matrix:

E cos(21v)
O-Vysin(2mv)/3

in(2mv)/V, U
Bsin(2mv) of

23
cos(2mv) O @)
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1. Diagram (a) was cal culated using the complete

system of Egs. (9) and (10) and diagram (b) was calculated using the formulas for a short ion—electron beam interaction time (13).

where [ isthe betatron function of the storagering, v is
the betatron tune.

The following sequence of operations was per-
formed to correctly match the cooling section with the
storage ring. Before beginning to propagate in the cool-
ing section, the ion beam was displaced longitudinally
over the length —L .,/ 2 by using amatrix inverseto the
drift section matrix. After passing through a cooling
section of length L., this operation was repeated
before using the Twiss matrix. The matrix of the com-
plete storage ring was thereby converted into a matrix
corresponding to the storage ring without acooling sec-
tion.

For the dipole mode and a short beam interaction
time, the eigenvalues of the resultant matrix can be cal-
culated analytically in the simple form:

|)\l|2 = 1+§y_5)/0wi2e/\.[21
24
M2 =1-2 B 2ar? o
2yV
0

where allowanceismade for an inversetransition to the
laboratory frame using the transformation

(25)

Expressions (24) can also be rewritten in the fol-
lowing form, having collated the definitions for A, w,
and T

VO |:|
4 |1")ce I-cool

(26)

e i cool)
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where

e _ (z¢)

re = v I

2
mC

2
Aim.c

are the classical radii of the electron and ion, respec-
tively.

It can be seen from (24) that allowance for the storage
ring section dightly changes the relationship between the
maximum and minimum eigenvalues of the cooling sec-
tion matrix but as before, keeps one of these greater
than unity, which is slightly unusual for accelerator
physics. Generally, if the parameters of the elements
forming the storage ring channel do not go beyond cer-
tain limits, it is possible to obtain stable motion of the
various particles characterized by the condition |A | =1
for al k. For the dynamics of the collective dipole oscil-
lation mode thisis not the case and although the ampli-
fication of the focusing (reduction in the (3 function)
and an increase in the energy of the cooled ionsleadsto
areduction in the growth rate of thisinstability, it does
not suppress it compl etely.

In order to explain this effect we propose the foll ow-
ing approximate physical model. Although these beam
oscillations are € ectrostatic and curl E = 0, when the vec-
tor fields are averaged over fagt oscillations (w ~ w,) a
nonpotential vortex component may appear [8]. This
can occur if the field E is noncollinear to the ion dis-
placement induced by it, which is readily achieved in
the presence of a longitudinal magnetic field. In the
presence of nonzero curl E, theion motion in the cool-
ing section is equivalent to the motion in a structure
described by the following equation of motion:

dz

+|wc,d—+(oo +|fc)z = 0.
dt®

(27)
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Fig. 4. Maximum eigenvalue |Ay5 | — 1 of the complete matrix of the storage ring (v = 1.45, B, = B, = 900 cm, Vo =9 ¥ 10° cm/s).
The ion motion in the cooling section was calculated (&) using the complete system of Egs. (9) and’(10) and (b) using the formulas

for a short ion—electron beam interaction time (24).

Theterm i fﬁzi is associated with the additional trans-
verse nonpotential field

F = m,fa(-y, X).

It can be shown that the influence of this section on the
ion mation in the storage ring leads to the appearance
of eigenvalues having a modulus which differs from
unity and no choice of accelerator parameters v and 3
can make this equal to unity. The value of the matrix
determinant is then identically equal to unity. In the
limit of ashort drift timein this section, the eigenvalues
of the complete matrix of this structure are

|)\1|2 = l+1‘£f(2:'[’ |)\2|2 = 1_1'£ng (28)
2yVo 2yV,

However, unlike the situation obtained when the
ionsdrift in the cooling section, in this model the effect

isfirst order with respect to the time of interaction with
the structure.

In order to study the beam dynamics in a storage
ring with a moderately long interaction time we shall
again usethe CEL SIUS parameters. Wefirst use (24) to
estimate the possible magnitude of the effect. For the
working parameters, electron beam current I, = 0.5A,
proton beam current I; = 10 mA, beam radii D; = D, =
2 cm, we have the following values:

W, I1=03, wyT=16.

The corresponding moduli of the eigenvaluesare Ay, =
1+ 7x10“whichisfairly closeto the Landau damping
decrement. For this device its value is of the order of
102 which implies mixing of the fluctuations in phase
space caused by a spread of the betatron oscillation fre-
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quencies over 10° ion revolutions in the storage ring.
The similarity between the instability growth rate and
the Landau decrement impliesthat asthechargedensity in
the ion or electron beams increases further, the ensuing
fluctuations of the ion beam dipole oscillations will be
amplified asit passes through the cooling section.

The results of numerical calculations for arbitrary
values of w,T and wyT using the system of Egs. (9) and
(10) areplottedin Fig. 4. Asfor the case of ashort inter-
action time, allowance for the storage ring does not sig-
nificantly alter the maximum eigenvalue of the matrix
describing the ion dynamics. We note that at low ion
densities additional constraints are imposed on the
electron current density (the threshold value w,T =

2 x 107Y) because the frequency shift of the betatron
oscillations in the space charge field istoo large.

It can be seen from these estimates and numerical
calculations for an arbitrary interaction time that the
effect associated with energy redistribution between
modes may be much larger than the effect caused by the
determinant of the cooling section matrix differing
from unity. Thus, we propose the following mechanism
for the buildup of instability. If the instability growth
rate associated with one of the eigenvalues exceeding
unity is smaller than the decrement associated with the
frequency spread of the betatron oscillations (Landau
damping), the particle energy will be redistributed
between various collective modes within a single revo-
[ution. On average over many revolutions the changein
the ion energy will be determined by the relationship
between al the eigenvalues of the cooling section
matrix, i.e., its determinant. If the instability growth
rate beginsto exceed the Landau decrement, over asin-
gle revolution a fluctuation which has not had time to
mix in phase space, acquires an additional energy

No. 5 2000



982

increment as it passes through the cooling section, and
within a number of revolutions

NO(A -1)7
the beam islost.

4. CONCLUSIONS

The results of the analysis presented above show
that interaction of an electron beam with ions over a
finite time may lead to instability of the coherent ion
oscillations in a storage ring. In the hydrodynamic
approximation two physically different effects are pos-
sible.

Thefirst effect is associated with the determinant of
the cooling section matrix differing from unity, i.e.,
with a change in the total energy of the ion beam. We
note that the finite time of interaction between the ions
and electrons leads to instability. The entry of ionsinto
the electron interaction section followed by the disrup-
tion of thisinteraction are sources of energy transfer to
the ion transverse motion.

The second effect is associated with the redistribu-
tion of energy between the variousion beam oscillation
modes in the cooling section. In this case the magnetic
field has an important influence. Even a relatively low
value B = 100 G leads to the buildup of instability
which is characterized by an increase in the amplitude
of one oscillation mode as a result of a decrease in the
other. In the limit of a short ion beam drift time in the
cooling section, allowance for the storage ring does not
alter the situation, keeping one oscillation mode grow-
ing and the other decaying. Thus, the condition that the
determinant of the transfer matrix does not exceed
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unity no longer guarantees the stability of the trans-
verse coherent ion oscillationsin systems with electron
cooling and it is necessary to analyze all the eigenval-
ues of the complete matrix of theion motion including
the storage ring.
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Abstract—A theory of two excess electrons in alkali halide melts is developed using variational estimates of
path integrals. As aresult of the strong screening, the average field generated by the ions has little influence on
the electrons and the problem reduces to a study of a bipolaron type of free energy functional. The behavior of
thisfunctional is determined as afunction of the thermodynamic and structural characteristics of the melt. Vari-
ationa bipolaron calculations are made using the approximation of uncorrelated electrons and using Kohn—
Sham theory to allow for electron—€lectron correlations. The results of the calculations using Kohn—Sham the-
ory agree with the data obtained by quantum molecular dynamics and show that a correct choice of trial wave
function which allows explicitly for the correlation of two electrons is required to obtain a correct estimate of
bipolaron stability. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

An investigation of the bipolaron, two excess elec-
tronsforming abound state or quasi-molecule, isone of
the most interesting and intriguing problems in the
physics of condensed media. The formation of an F
center (two electrons bound at an anionic vacancy) in
alkali halide crystals has been fairly well studied exper-
imentally [1]. Various experimental data are available
on the possible formation of bipolaronsin polar liquids
[2]. It has been shown that bipolarons may play an
important role in the mechanism for superconductivity
[3]. Various experimental observations have been made
to support the existence of bipolarons in molecular
organic polymers [4].

Recently, the bipolaron problem has started to be
extensively studied by numerical calculations based on
guantum molecular dynamics methods [5-10]. Calcu-
lations of bipolaron states using the Car—Parinello
method stimulated numerous studies on quantum
molecular dynamics. According to these studies, bipo-
laron states are stable in water [8] and in metal—ammo-
niasolutions [9, 10] at metal concentrations of approx-
imately 1% and, as the metal concentration increases
further, the bipolarons form clusters. However, the
complexity and cumbersome nature of the calculations
has prevented sufficiently detailed full-scale investiga-
tions of bipolarons from being made.

From the theoretical point of view, the behavior of
bipolarons in a liquid has been less well studied than
the behavior of a solvated electron or polaron. Various
studies [11-15] have been made using the continuum
model and these have generaly all been devoted to
investigating the criterion for the existence of bipo-
larons. Studies have aso been reported where bipo-
laron states were investigated using a semicontinuous
approximation (see[16] and referencestherein) for var-

ious liquids (water, ammonia) and polar matrices.
According to these studies, in all these mediabipolaron
states are stable and energetically more favorable than
two single-electron states. At present, no experimental
data are avail able to confirm these calculations.

In the present study we apply a method [17, 18]
developed recently to investigate the behavior of self-
trapped electron statesin akali halide meltsto the bipo-
laron problem. On the basis of this method we use vari-
ational estimates of the partition function to obtain the
free energy functional of a bipolaron and then deter-
mine the bipolaron behavior as a function of the struc-
tural and thermodynamic parameters of the melt. This
functional is investigated by variational methods using
the simplest multiplicative approximation for a bipo-
laron wave function in the uncorrelated electron
approximation. Allowance for electron—electron corre-
lations will be made using local density functional the-
ory (LDA) [19, 20].

Asaclear examplewe describe cal cul ations of bipo-
laron states in a KCl melt. This system was chosen
because the relationships for the free-energy functional
are simplest for alkali halide melts as a result of the
strong screening. In addition numerical data obtained
using the Car—Parinello method are available for a
bipolaron in KCI [5-7].

2. FORMULATION OF THE PROBLEM

We shall consider two excess electrons situated in a
melt of an alkali halide salt such asKCI. Thissystemis
aliquid electrolyte. In the statistical approach the prob-
lem reduces to calculations of a grand partition func-
tion which contains the configuration integral over the
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ion coordinates R1Nt = R{V2 RINZ and path integrals

over the coordinates of both electronsr,(t) and r,(T):

- i[(ZﬂM)‘g’zﬁg’ZVexp(Bu)]N
- N!

N=>0 1
* [DIry(D] [Dlry(v)] de{N} @

x exp[-BW(ry, rp, R1M)I.

Here we used a system of unitsin whichz =1, m=1,
e = 1 and also the following notation: V is the volume
of the system, B = (kg T)* isthe reciprocal temperature,
KU and M are the chemical potential and mass of the
ions, respectively. In order to smplify the calculations
we shall assume that the chemical potentials (W, W)
and theion masses (M., M_) areequal, i.e.,, l, = d_=
and M, =M_=M, andtheion chargeis+1, i.e, themelt
is considered to be a symmetric 1-1 electrolyte.

In Eq. (1), the interaction energy W(r4, r,, RIM)
contains the ion interaction potential U;(R{\') and the
action for the bipolaron S;:

W(ry, 1y RIM) = U(RIM) + B71S,. 2
In turn the action for the bipolaron S, contains the

kinetic terms (Dr’z), the Coulomb repulsion of two
electrons (I r, —r,[™), and also the interaction with the
liquid particl €s.

J-d [ 1(T) + rz(T) 1

2 |r1(T) —15(7)]
(©)

+ Z{ ui(r 1(T) - Ri:r) + ut(rZ(T) - Rii)}i|l

where u,(r — R;,) are the corresponding €electron—
anion and electron—cation interaction potentials, and
R;. (or R;_) isthe coordinate of theith anion or cation.
The choice of signs in Egs. (1)—«3) depends on the
polarity of theion charge.

We can postulate that the interaction potential of the
liquid particles U;; includes the Coulomb interaction
Uy 0 R and the short-range component U(R):

1
UR™)+5Y #uR.~Ru). @)
Q%]
The short-range component U(R) can then be approxi-
mated by the hard-sphere potential:

U(R=0)=0, U(R=<0)=0, 5)

where o is the hard-sphere diameter for the ions. To
simplify the calculations, we shall assume that the
diameters of the hard spheres are the same for all the
ions. The electron—ion interaction is more complex and

Uii(R{N}) =
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is not generally local at short distances. However, to
simplify the estimates we shall use the pseudopotential
approximation which may include the two types of
interaction noted above. We shdll separate the potentiads
for the electron-iquid particleinteraction asin (4). The
potential of the electron—negative ion interaction u. (r)
includes the Coulomb repulsion u(r) and the hard-
sphere potential u.(r < d_.) which allows for the effect
of excluded volume

Ue (1) = Ug(r) + Ug(r), (6)

whereas the electron—cation potential u..(r) isapurely
Coulomb potential at large distances and is constant at
distances shorter than some characteristic value d, :

Ue+(r 2 d+) = —uq(r),
Uer(r <d.) = Ueu(d.).

This last effect simulates the influence of the polariza-
tion of the cation nucleus and is frequently used in
numerical calculations [5-7]. In general, the parameter
d, can aso be determined from quantum-chemical cal-
culations, for example, using the pseudopotential
method [21].

In order to find the grand partition function =, we
need to calculate the complex multidimensional inte-
grasin (1) and then sum the series over N. Various sta-
tistical methods can be used for this purpose. Note that
the ions create a complex potential field for the excess
electrons and in principle, the KCI melt can be consid-
ered to be an ensembl e of classical charged particles of
a particular size in some external field. Two excess
electrons form the source of this externa field. The
long- and short-range components of this external field
are determined by the following functionals:

(7)

B
_ 1
Ue(R) = %’!dT[Uq(R —14(1)) @®
—Ues(R =1 4(T)) + Ug(R =1 x(1)) = Ue,(R =1 (1)) ].
-1
Ux(R) = 5
B 9

X [[Ue(R=14(D) + Ue(R -1 ()] dIT.
0

Thus, the problem can be reduced to estimating the
grand partition function for aliquid electrolyte in a cer-
tain potential field which includes long- and short-
range components. Having obtained this estimate, we
can make self-consistent calculations of the electron
density distribution for the excess electrons which
induce thisfield.
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BIPOLARONS IN A KCI MELT

3. EFFECTIVE FUNCTIONAL
FOR A BIPOLARON

The grand partition function for classical ionsin an
external field can be estimated by transforming this
sum into a continuous field integral. The method of
transforming the partition function into a field integral
isused in plasmatheory [22] and to investigate el ectro-
lytes [23, 24]. As a result of this transformation (see
Appendix 1) we obtain arelationship for the grand par-
tition function as a continuous field integral W

= = o[ DI¥I[DIry(] [Dlra(n] exp[-BQ]. (10)

Here Q({W, r(1), r»(1)}) is the thermodynamic poten-
tial for abipolaron:

QUW, ry(1). ry(0}) = Ty + 1

Tt )

1
FW-Ug) * 2 (W-Uy) )

—BA{ W, ry(T), ro()}).

The symbol * denotes convolution integration:
y* X= Ix(R)y(R —r)dr.

The last term in expression (11) reflects the changesin
the ion distribution caused by the excess electrons:

1
AW, 14(1), 15(1) = fox p+ 5 ox p'hos £, (12)

where f,y(r, r,) isthe generalized Mayer function for a
bipolaron:

f, = 5 (explBW] + exp[-BW ~ BU] -2).

Here p isthe average density of the melt, and hy(r) isthe
complete correlation function for hard spheres. In gen-
eral, Eq. (12) also contains third- and higher-order irre-
ducible correlation functions of hard spheres (see
Appendix 1) athough these correlation functions can
be neglected if this system isnot closeto the phase tran-
sition point.

An advantage of Eq. (11) is that terms associated
with short- and long-range interactions are explicitly
isolated in it. We shall show below that in some cases,
this separation can be used to obtain analytic estimates
for the bipolaron free energy.

Thefield integral can be estimated using the saddle-
point method which determines the average field

Y (R):

(13)

QY = W)/ow = 0.

In general, the average field @ can be related to the
binary bipolaron—cation and bipolaron—anion correla
tion functions g,.(r) using the Poisson—Boltzmann
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equation. The derivation of these relationshipsis given
in Appendix 1. Note that in our system there is a small
parameter (r,k)™ wherer, is the average radius of the
electron density distribution and k = (4pP)Y2 is the
reciprocal Debye length. For a bipolaron r, = 4-5 A
and under normal conditions in a KCI melt when T =
1000 K and p = 3 x 102 A-3 we obtain the estimate
(kro™* = 0.06. Consequently, in the zeroth approxima-
tion we can expand the thermodynamic functional (11)

in terms of the small parameter Q({ W, r(1), r,(1)}) =
Qy + Q, + ... and confine ourselves to the zeroth term
of this series Qy({r,, r,}) which depends on the elec-
tron coordinates:

1
FoEZG

~5f[0VaR 1T R,

Qy =T, +T,+
(14

where Q. is the component associated with the short-
range repulsion:

Q, = pB(fu+ Sfoxhox f),  (19)
fo(R) = pl-BU(R] - 1 (16)

The derivation of Egs. (14) and (15) and the estimate
Q,({r,(1), ro(1)}) aregiven in Appendix 2.

In order to determine the bipolaron free energy, we
need to calculate the continuous integral of the func-
tiona Qq({r,, r,}) which only depends on the electron
coordinates. Estimates of this functiona may be
obtained in terms of the two-particle Green’s function
which isrelated to the bipolaron wave functions:

G(ry,ry,rary)
= zcg(rl, r)@(ry, ro)exp[-BE],

where E; and @ are the total energies and wave func-
tions for the ith bipolaron state. In general, these func-
tions aso depend on the spin coordinate. However, we
shall confine ourselves to the case when the electron
spins are opposed and we shall subsequently only take
into account the dependence of these wave functionson
the spatial coordinates. Optimizing the effective func-
tional yields the nonlinear Schrédinger eguation for
@(rq, ry). If the bipolaron ground state is not degener-
ate, i.e, B|Ey;—E;| > 1, we can only consider the contri-
bution associated with this ground state. The estimate
of the continuous integral is then reduced to averaging
over the electron density distribution of the ground

state cpg (rq, r,). Asaresult of this procedure, the poten-

tials which depend on the electron path are replaced in
the continuous integral by the average potentials, i.e.,

(17)
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Uy — WL U, — WU,L Findly, we obtain the
effective thermodynamic potential for the bipolaron:
Ny(r 4, ro)dr,dr,

Qo = T+ To* f [ry—ry

. (18)
+ U0k o+ U0 QTUD,
where we used the following notation:
T, = —2[dr 0@y, 1) D2, 1), (19)
U RIO= 3
(20)
x Y [[UgR=r) = Ue(R=r)]n(r ),
VoRID= Y [udR-r)n(rdr. (21

Heren(r) and ny(r 4, r,) are the single- and two-particle
electron density distribution functions and these are
related to the bipolaron wave function by:

n(ry) = jdrcpé(r,ro,

No(r s, 12) = @y, ry).

The contribution Q associated with short-range repul-
sion leads to the formation of aregion of reduced anion
density similar to that accompanying the formation of
an F center in dkdi haide crystals. The simplest approx-
imation of this contribution may be written as[18]

(22)

4T[p 3

3P °
Assuming that the average scale of variation of the
short-range component of the el ectron—cation potential
ismuch smaller than the characteristic dimension of the
electron density distribution, i.e., d < r,, we can sm-
plify expression (18) and, converting from the thermo-
dynamic potential to the free energy, we obtain thefinal
expression for the bipolaron free energy:

re(n). (23)

Ny(ry, ry)dr,dr,
[ri—ry

Fear(n, n) =T, + T, +II

zZH

where a° = [Ug(r) + Uei(r)]dr/2 is the square of the

characteristic dimension of the cation nucleus. Thus,
the effective functional of the total bipolaron energy
depends on the single- and two-particle electron den-

(24)
T[p 3
3B fer

n(rl)n(rj)dr dr,
|r _rJ|

L+ al I ()dr+
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sity distributions and only on two parameters associ-
ated with the structural characteristic of the cation (af )
and the thermodynamic state of the medium (pp=2).

The expression (24) obtained by us for the total
bipolaron energy in aKCl melt is similar to the known
expressions. For instance, the first three terms on the
right-hand side of (24) correspond to the functional for
abipolaron obtained by Pekar for the static permittivity
€ = % (strong screening limit k* — 0) and the high-
frequency permittivity €, = 1 (classical medium). The
fourth term on the right-hand side of (24) is associated
with the short-range repulsion and was analyzed using
continuous bipolaron modelsin [13, 14]. Contributions
similar to the last term in (24) are associated with the
formation of a cavity and were obtained in semicontin-
uous theories of bipolaronsin apolar liquid [16].

4. VARIATIONAL ESTIMATES
OF THE BIPOLARON FUNCTIONAL

Further study of the bipolaron involves minimizing
the effective functional (24) or solving the two-particle
Schrédinger equation. The prospects for proceeding
successfully along this path are determined by the
choice of approximation for the two-particle wave
function @y(r, ry).

We shall begin our study with the simplest approxi-
mation, based on assuming that the two electrons are
uncorrelated when the bipolaron wave function is
approximated as a product of the single-particle wave
functions:

@o(r1, r2) = @(ar)@(ary), (25)

where a O r;l is the variational parameter. The tria

wave functions can be taken to be Gaussian or Cou-
lomb wave functions:

@s(r) O exp[—0?r?],
@(r) O (1 + ar)exp[-ar]

and the parameter a can then be sought by varying the
free-energy functional. As a result of minimizing
F«:(a) we obtain the nonlinear algebraic equation for a:

o = Cy—Cya’a’+Cypl/pa’, (26)
where C,, C,, and C, are constants determined by the
choice of trial wave function. In this particular approx-
imation the average electron density isdefined asn(r) =
2¢?(ar). Ultimately we obtain the relationship for the
total bipolaron energy:

(po(r)(po(r drdr'

FIn(r)]=T+ EUeﬁD+II T . (27)
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where we used the notation [U 4 [for the average poten-
tial energy of the electron—ion interaction:

U, 0= n(r)n(r’)(dr)dr’
ZU Ir —r (28)
+al[ni(r)dr + 3’}5 ra(n),

whereas

T = —[dre(n) 07w

is the bipolaron kinetic energy.

Another method of alowing for many-electron effects
is to use the local density functiona theory [19, 20] for
two spin-paired electrons. In this approach the multi-
particle electron problem is reduced to calculation of
the single-particle wave functions of the electrons and
the electron—electron interaction is approximated by a
functional which depends on the average electron den-
sity n(r) = 2¢(r). Following this theory we write the
functional of the total system energy in the form [20]

w(n(r), R™™) = U(R™)

+ Z‘[uei(r -

We[n(r)] = T, +T,

Ri)n(r)dr + We[n(r)],
(29)

+fferar B e ne),

where

T, = 3 [drq() o)

isthe kinetic energy of theith electron. Thelast termin
(29) is the exchange correlation energy E,. which
includes the exchange (e,) and correlation (e.) compo-
nents per particle in a homogeneous electron gas.

Ex[n(r)] = _|’dr n(r)[ex(r) + e(r)]. (30)
Following [25], we shall approximate these by
C
"0y (31)
Yo

O O B

wherer(r) isthe average radius of the electron density
distribution: r° (r) = 4r(r)/3.

Performing transformations for the partition func-
tion and taking into account all the reasoning put for-
ward above, we finally obtain an expression for the
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functional of the total bipolaron energy in terms of the
average electron density:

Fipa(n) = T+ Uy

2J.J.n(r)n(r )drdr' E._[n(")], (32)

where [U4(n(r))0s the average potential energy of the
electrornHon interaction defined by Eq. (28). The varia-
tion of this functional in terms of qy(r) gives the equa-
tions for the single-particle wave functions. We can
then proceed as above, specificaly taking @,(ar) inacer-
tain form and seeking the parameter a by varying (32).

5. RESULTS

A qualitative analysis of (24) shows that the bipo-
laron functional includes various factors. Coulomb inter-
action associated with the polaron effect and the Hartree
potentiadl mainly determines the bipolaron energy. The

contribution proportiona to 41p rﬁ (n)/B isassociated with
theformation of acavity; it leadsto areductioninthe aver-
age bipolaron radius and helps to increase the average
bipolaron binding energy AE = E — 2E, (where E; isthe
total energy of a single electron solvated in KCl) as a
result of entropy effects. The contribution proportional

to & n?(r)dr leads to opposite effects. Competition

between these two contributions determines the stabil-
ity conditions for the bipolaron. Allowance for elec-
tron—electron correlations using the local density func-
tional method also leads to an increase in the entropy
factor as a result of effects associated with the forma
tion of an exchange correlation hole [20] and ultimately
helps to increase AE.

We performed variational calculations for these
types of trial functions and determined the bipolaron
energy characteristics and its average radius in a KCl
melt. For the calculations we used the values T = 1000 K,
p=24x102A=3anda, = 3.5 au. Two types of calcu-
lations were made: using the uncorrelated electron
approximation when the bipolaron wave function was
approximated as a product of single-particle wavefunc-
tions (25) and using the local density functional approxi-
mation (29). The results of these calculations are givenin
Table 1. For comparison this table also gives similar vari-
aional estimatesfor asingle electron.

It can be seen that the variational calculations show
good agreement with the numerical estimates and
broadly give a correct estimate of the bipolaron energy
and structural characteristics. The characteristic size of
abipolaroninaKCl meltisaround 3.5 A andisdlightly
greater than the characteristic size of a single electron
solvated in KCI. The formation of a bipolaron state
from spin-paired electronsis similar to the formation of
an F center. The total bipolaron energy is approxi-
mately «(2.2—2.7) eV. However, choosing a multiplica-
tive trial wave function (25) has the result that in the
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Energy and structural characteristics of a bipolaron and polaron in a KCI melt

Polaron Bipolaron
A local density
uncorrelated electron approximation approximation

Tria function () @c(n @(r) @c(n @g(r)

Fo, A 3.03 3.02 3.61 3.62 3.55

T, eV 0.093 1.035 1.308 1.443 1.358
—WglleV 1.961 1.979 7.003 7.198 7.126
Ee, €V 3.886 4.098 3.958
E., ev 7.918
—E, eV 4.585
-F, ev 1.032 0.094 1.810 1.657 2.434

uncorrelated electron approximation the bipolaron
energy is lower than the energy of two unbound
polarons, i.e., the bipolaron state is unstable and decays
into two isolated polarons. This sharply contradicts the
data obtained by quantum molecular dynamics [6]
according to which the singlet bipolaron stateis stable.
However, variational calculations using the local den-
sity method based on Kohn—-Sham theory give a result
similar to the variational calculations [6]. Compared
with the uncorrelated electron approximation the char-
acteristic radius and the total bipolaron energy are
reduced. The bipolaron binding energy AE is around
0.4 eV which also agrees with the data obtained by the
guantum molecular dynamics method.

We can therefore conclude that in order to obtain a
correct estimate of the bipolaron stability and its range
of existence, we need to make a correct choice of trial
wave function which explicitly alows for the correlation
of the two dectrons. These numerical calculations indi-
cate the characteristic feature dready noted on severa
occasions[16, 9] that bipolaron calculations require accu-
rate allowance for €ectron—€ ectron interactions and that
the stability of a bipolaron is extremely senstive to these
interactions.
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APPENDIX 1
Method of Collective Variables

The electric charge density py(R) at an arbitrary
point R may be expressed as a sum of the densities of
the positive and negative charges p.(R):

N/2

P(R) = 5 #8(R-Rw), P(R) = p.(R) +p(R).
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Essentially py(R) is a collective variable. Its Fourier
transform has the meaning of the mode of a fluctuation
wave having the wave vector k for the charge. The
long-range interaction between the particles can be
expressed in terms of these modes. Finally the partition
function may be expressed in the functional form

= 0 [DIr@IfDIr0]{Blpe] (Rpy)
x exp[-W(r, pg],
W = B[Ti+To+Ue * pg

u
+pq* Eq* pq+Us(pq)+U32* p—]1

where J(Rp,) isthe Jacobian of thetransition from Rt
variablesto p, collective variables. Note that in thislast
relationship the long-range contribution to W which is
proportional to U, * py + Pq * Uy * Pg/2 depends qua
dratically on p,. This can be expressed in terms of
Gaussian functional integrals if an inverse operator
exists for the potential u,(R). For Coulomb interaction
such an inverse operator exists u;l (R) = /4A(r) so that
the exponential function can be Fourier transformed
from the quadratic form [26]:

eXp[%pq * U * pq}
- EJ’D[‘P] exp[—:—ZLlP T w} E_l

XJ'D[W]exp[—%lP U Wk w]

Finally wetransform the grand partition function = into
the continuous field integral W

=== J'D[‘P] exp[—BQ],
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Q = T1+T2+(LIJ_Uer)
1

u
* ?q * (W—Uer)l(q)' Ue"' US)'

Z
(W, Ug, UY = dR{N}
NZO
N

% [ eplB(x W(R.) ~UR™) ~Ue(R)].

We introduce the n-particle correlation functions
P (ry, ..., r,) for hard spheres:

(n)(r 1

— - 2
f2 = = %(N—n)!
x [exp[-BUd] drRIM",

Using the expression for the Mayer function in thislast
relationship, we perform a Mayer transformation for
the configurational component (W, Ug, Uy):

(W, U U = 1+ f,x p

1 1
+§Tf2 ng) f2+F]Tf2 pén) f2

We shall assume that p( ) = = p isthe average density of

themelt, and p{? = p?+ p?hy(r) isthe second-order cor-
relation function for hard spheres which is related to
hyr), the total correlation function for hard spheres
which is determined by a standard method [27]. Then,
neglecting al the irreducible correlation functions of
the third order and above, we obtain

© k
|(l|J’ Ues-Us) =1+ Zw

k=1
Z 101
Zm— cothe 1.

Transforming this relation into exponential form, we
finally obtain Eq. (11).

In general, the potentials U;;(r) and u(r) are sepa-
rated into short- and long-range components by differ-
ent methods. For arepresentation in terms of collective
variables it is sufficient for the potential u(r)) at short
distances to be a fairly smooth function (belonging to
the L, class of functions).
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APPENDIX 2
Screened Potentials

In order to relate the field W and the electron-
induced external field, we shall analyze the bipolaron—
anion and bipolaron—cation correlation functions g.(r)
which describe the probability of finding the correspond-
ing ion at the distancer from the localization center:

00-1) = o = (1+ph,+ f)exp[BY],

0 (1) = e = (1+phy 1)expl-pP—p LU,

Using this function, we obtain the Poisson-Boltzmann
equation for the average field W :

U3+ (P -Ue) = B0 —00).

This equation may be written in the integral form:

~ u
W= Uez—qu(gm—gb—)-

Thefield W is sometimes called the screened potential
[27] sinceit determinesthe el ectrostatic field in the sys-
tem and is associated with charge screening of the
external field. If we confine ourselves to quadratic
terms with respect to the field W in the thermodynamic
potential (11) (random phase approximation), the con-
tinuous field integral will be Gaussian:

Q=Qy—-Ax lP+%LIJ* Bx* W,

where Q, is determined by formula (14) and the opera-
tors A and B are defined as follows:

A= U;l* Uez+g(l+ phs* fSZ)fSZ’

B = 7+ BE(1+ ph. v 111+ ep(-BU.)].

The continuous field integral has a Gaussian form and
by calculating it for the Fourier transform of the field
W (k), we obtain W (k) = A(K)/B(K). Finally we obtain a
definitive expression for the thermodynamic potential:

Qon—:—ZLA* Y =Q,+Q,

It can be shown that Q, T a’k2. In general, we can also

obtain corrections which include the terms @ 3, and
S0 on.
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Abstract—An investigation is made of the absorption spectra of triplet metastable helium molecules in the

adz, statein liquid “He and 3He at various pressures and in dense 3He gas. An analysis of the spectrum corre-

sponding to the a3 Z: —c Zg transition confirmsthe conclusion that there isamicroscopic bubble surround-
ing the molecule in liquid helium. A simple approximation is proposed for the wave function of the valence
electron of the molecule and the parameters of the bubble are determined for various experimental conditions.
The coefficient of molecular recombination in liquid 3He and *He was determined experimentally at various
pressures and in dense cold *He gas. The results show good agreement with the theory of mutual recombination
limited by molecular diffusion under conditions of strong van der Waalsinteraction. It is shown that in the con-
densed phases of helium the polarization of the molecules under the action of the magnetic field does not lead
to suppression of their mutual recombination, and this is confirmed experimentally. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

Numerous experimental and theoretical studies
have been devoted to the neutra triplet excitations of
helium. The lowest triplet atomic (23S) and molecular

(a3%)) states are metastable having intrinsic lifetimes
of approximately 8000 s[1, 2] and 15 s[3, 4] and ener-
gies of 19.82 and 17.86 eV, respectively. When helium
is excited by fast particles, an appreciable fraction of
the energy isdissipated in the formation of triplet atoms
and molecules. As the helium density increases, the
ratio of the steady-state molecular concentration to the
concentration of excited atomsincreases [5] which can
be attributed to an increase in the probability of three-
body collisions when a triplet atom may capture an
unexcited atom and form a dimer [6]. In dense helium
gas(n=3x 102 cm3) [5] andinliquid helium [7], trip-
let molecules in the a3Z;, state are the predominant
type of neutral excitations.

The main mechanism for the loss of triplet molecules
in condensed helium [5, 7, 8] and triplet atomsin the low-
density gas[9] istheir mutual recombination which takes
place via a Penning ionization scheme

Hek(@%s!) + Heb (2°S)) — 2He(1'S) + He) + @, @
He*(2°9 + He*(2°9 —~ He(1'S) + He' +&.

The characteritic lifetime of the molecules decreases
as their concentration increases T = 1/(an) (a is the

mutual recombination coefficient) and is a few milli-
seconds at concentrations of approximately 10% cm=.

In condensed helium the excimer decay process is
limited by diffusion:
a = 41DR,, 2

where R, isthe characteristic distance between the mol-
ecules for which the ionization takes place with a prob-
ability of the order of unity. Thisdistanceis determined
from the condition that the characteristic diffusion time

R|2/D and the characteristic time of reaction (1) are

equal.

Detailed calculations of the interaction between a
triplet helium atom and asurrounding liquid were made
in [10]. The calculated shift of the absorption line for
the 2°S—— 23P transition relative to the position at low
pressure showed good agreement with the experiment [7].
Similar calculations have not yet been made for triplet
molecules.

In the present study we give the molecular absorp-
tion spectra corresponding to the a3, — ¢3%; and
a®z, — b3, transitions measured in liquid *He and

“He at various pressures and in dense cold ®*He gas. The
integrated intensities of the spectra were used to deter-

mine the ratio of the oscillator strengths of the a3%;, —~

35, and a%%;, —» b, transitions whose value

1063-7761/00/9105-0991$20.00 © 2000 MAIK “Nauka/Interperiodica’
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Fig. 1. Absorption spectraof moleculescorresponding tothe
a’x, — bMg transition: (a) in liquid “He (0—1.0 am,

2.1K; @—23.9 am, 1.9K); (b) in liquid ®He (0—1.0 atm,
1.8 K; @—14.4 atm, 1.8 K). The spectra are normalized to
the absorption at the maximum.

shows good agreement with the calculated value.
Quantitative data were obtained on the van der Waals
coefficients of the following pair interactions:

Hel (a’s)) —Hek (a’%)),
Hes (a%s)) —He(1'S),
Hej (c°Z,) —He(1'S).

We calculated the interaction between a molecule
and surrounding helium which leads to a shift and
broadening of the absorption lines, using amodel of the
“bubble” formed by the molecule in liquid helium and
we determined the bubble radius under various condi-
tions. The molecular spectrain the gas were described
using the standard theory of line broadening in the
binary approximation [10, 11].

The theory of diffusion-limited mutual recombina
tion was extended to the case of strong van der Waals
interaction. Good agreement was observed between the
calculated data and the experimental dataobtained in the
present study and in [7]. The coefficient of recombina-
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Fig. 2. Absorption spectra of molecules corresponding to

the &35, —» 0323 transition: (@) in liquid “He (0—
0.05 atm, 2.1 K; 0—6.3 atm, 2.1 K; @—10.1 atm, 2.0 K;
m—23.9 atm, 1.9 K; (b) in liquid 3He (0—4.8 am, 1.8 K;
0—14.4am, 1.8K; @—239am, 1.7K; m=—31.5am, 1.7 K).
The vertical line gives the wavelength corresponding to the
(0-0) a%s, — 0323 transition in vacuum. The spectra
are normalized to the absorption at the maximum.

tion calculated using this model does not depend on the
magnetic field and thisis confirmed experimentally.

2. ABSORPTION SPECTRA
AND THEIR INTERPRETATION

The method of generating mol ecules and measuring
the absorption is similar to that described in [12]. The
molecules are formed as a result of the recombination
of positive ions and electrons injected into the helium
from tungsten tips. Light from a halogen lamp passing
through a mechanical chopper and a monochromator is
fed along a quartz light guide into an experimental cell
from which it is extracted to a photodetector using
another light guide. The photodetector signal is ampli-
fied and demodulated using a lock-in amplifier. The
excimer concentration was modul ated at low frequency
by periodically varying the current through the cell and
the signal from the lock-in amplifier was demodul ated
using a computer.

Typica absorption spectra observed in liquid *He
and “He are shown in Figs. 1 and 2. To within experi-
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mental accuracy, the a3, — b3, absorption line
does not shift with varying pressure whereas the
a’z, —= c%, line undergoes an appreciable dis-

placement in the short-wavelength direction and
becomes broader as the pressure and particle density

increase. Line broadening of the a®%;, — ¢3%; tran-

sition was observed as a function of temperature (Fig. 3).
It is important to note that in the given temperature
range at constant pressure, the variation of the helium
density is within 1.5% so that we can reliably talk of
temperature-induced broadening of the line. Unlike the
absorption line width, its shift relative to the vacuum
position does not depend on temperature, which sug-

gests that the position of the a®%, —» ¢35 line may

be used as an indicator of the static interaction
between the molecule and the environment, neglect-
ing the temperature fluctuations which lead to addi-
tional broadening.

In order to describe the pressure dependence of the
(0-0) &%z, —~ 3%, line shifts, we used a model

which assumes that a microscopic bubble surroundsthe
molecule in liquid helium. This approach was used in

[10] which was devoted to the He} (2°S) metastable

triplet helium atoms. It is assumed that the bubble is
formed as a result of the repulsion of an excited elec-
tron from the surrounding helium atoms. This mecha-
nism may lead to the formation of a bubble around the
metastable molecul e since the size of the outer electron
orbit is comparable with the interatomic distancein lig-
uid helium [13].

The equilibrium bubble radius R, is determined by
minimizing the total energy of the complex E(R) which
consists of the total energy of the interaction between
the molecule and the surrounding helium atoms E,,
the potential energy of the cavity in the liquid pV, the
potentia energy at the bubble interface Eg,, and the
kinetic energy of the molecule E,,,whichisassociated with
the oscillations of the molecule in the bubble.

We shall make an assumption which will bejustified
by thefollowing cal culations, that the size of the bubble
is considerably greater than the internuclear distancein
the molecule (around 1 A [14]). To afirst approxima-
tion the interaction of the molecule with the surround-
ings reduces to the repulsion of the outer electron from
the helium atoms at short distances and van der Waals
interaction of the molecule with the atoms. In the
widely used optical model the energy of the interaction
between an electron and ahelium atom iswritten in the
form

_ 2mhi’a,

= R)|?,
fea = i IW(R)
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Fig. 3. Line broadening of the a5, —~ 0322; transition
inliquid 4He as afunction of temperature at 23.9 atm (0—
155K; 0—1.75 K; @—1.95K; m=—2.1 K; T, = 1.88 K).
The spectra are normalized to the maximum and are shifted
aong the ordinate by 0.25 relative to each other.

where g, is the scattering length of the electron on the
helium atom in the pseudopotential approximation
(a,=0.62 A) and Y(R) isthe dectron wave function [15].
Cdculation of the eectron wave function of a helium
molecule is a complex theoretical problem. However,
we are merely interested in its behavior at compara-
tively large distances from the nuclei. Calculations

made for the AY(Z;) and C'(Z;) singlet molecular

states by Guberman and Goddard [16] show that at dis-
tances greater than 5 Bohr radii the wave functions of
the outer electron are accurately approximated by
hydrogen-like functions of the 2Sand 2P, type, respec-
tively with the effective charges of the molecular core
Z(AY) =1.08 and Z(C) = 0.69. We shall assumethat the

wave functions of an excited electron in the a3z; and

CSZ; states are also essentially 2S and 2P, hydrogen-

like functions and the effective core charges will be fit-
ting parameters.

We do not know of any experimental or theoretical
data on the coefficient of the van der Waals interaction
between amolecule and ahelium atom. In order to esti-
mate this we can use the following simple reasoning:
the dipole moment of a molecule is mainly determined
by the outer electron whose characteristic frequency of
motion is low compared with the frequencies of elec-
trons in the 1'S ground state of the helium atom.
Assuming that the motion of the outer electron relative
to the molecular core is classical, at each instant the
energy of the interaction between a molecule and a
helium atom is —aE?(R)/2 where E(R) is the electric
field induced by the molecule and a isthe polarizability
of the helium atom in the ground state (o = 1.383 au [17]).
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Fig. 4. Energy of interaction between an He;(a‘gz:) mol-

ecule and a 1S helium atom at large distances.
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Fig. 5. Shift of the maximum of the (0-0) a%%, —~ CSZg
absorption line relative to the vacuum position in liquid

helium [0—3He, o—*He, @—fitting using bubble model
(seetext)].

Averaging over the state of the outer electron in the
molecule, we can easily obtain

22
ae '3
sVdW(ZS = - 5 S’
R
ae®0Oe @ .3 2.0
g an(2P) = ——— L8 1 2o’ O
vdw () RG EB 5 D

where the angular brackets denote averaging over the
state. We note that the expression for €,44(2P,) is the
same as the result of the approximate guantum-
mechanical calculations [18]. Figure 4 gives the inter-

action potential between a molecule in the &’ state

and a helium atom in the ground state. It can be seen
that the characteristic scale of the region of major vari-
ationinthe potentia issmaller than theinteratomic dis-
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tancein theliquid. Thus, the helium density was subse-
guently assumed to be equa to its value at infinity
everywhere outside the bubble and

Em=nj{%mﬂamm»&R
R>R,

We write the energy associated with the presence of
a liquid—vacuum interface at the bubble surface in the

form Eg, = 4TR;y. The value of y was assumed to be

equal to ag(n/ny), where o, and n, are the coefficients of
surface tension at the liquid—saturated vapor interface
and the liquid density at the saturated vapor pressure,
respectively, when T — 0. When calculating the
kinetic energy of the molecule we assumed that the
configuration of the surrounding ligquid remains the
same under the molecular oscillations since the
attached mass of the bubbleis considerably greater than
the molecular mass and the characteristic frequencies
of the bubble oscillations are relatively low. Under this
assumption the change in the potential energy of the
interaction of the molecule with the surroundings when
the molecule is displaced by &r = {dx, oy, 0z} relative
to the center of the bubbleis

OE(dr) = n I {€a(R=0r) +&,40(R=0r)} d°R. (©)]
R>R,

Expanding (3) as a seriesin powers of dx, dy, and 0z as
far as quadratic terms and integrating, we find the fre-
guencies of the molecular oscillations in the corre-
sponding directions. For a bubble radius of 6-7 A these
frequencies correspond to temperatures of 10-15 K and
consequently the kinetic energy of the moleculeissim-
ply the energy of its zero-point oscillations.

In the adiabatic approximation the frequency shift
of the transition is Aw = (E.(R)) — Ei(Ry))/%, where
E.(Ry)(EL(Ry)) isthe total energy of the “bubble + mol-

eculein state 8’2, (¢°Z; )" complex, and Ry isthe equi-
librium radius of the bubble formed by the molecule in
the initial state a’%,,. In our model, the shift of the

absorption line only depends on the unknown effective
charges of the molecular coreZ, and Z.intheinitial and
final states which were determined by fitting the exper-
imental values. It can be seen from Fig. 5 that the pro-
posed model accurately describes the interaction
between the molecule and the surrounding liquid.
Thevauesof Z,=1.04+0.05and Z, =0.78 £ 0.04
thus determined are close to the effective charges Z, and

Z; determined for, respectively, the A'(Z) and C'(Z;)
snglet states from Guberman and Goddard's cacula
tion[16]. The bubble radius varies between 7 A at low
pressure and 6.4 A at pressures close to solidification.

The absorption spectracorresponding tothe a3z, —
33, transition were also measured in cold 3He gas at
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densitiesof 1.3 x 10?211 x 10?2 cm~3 (Fig. 6). In order
to describe the observed line shifts relative to the vac-
uum position we used the standard theory of line broad-
ening in the binary limit (see, e.g., [11]) assuming that
the energy of the interaction between the molecule and
the surroundings can be reduced to the sum of the ener-
gies of two-particle interactions between the molecule
and isolated atoms. Then, in the adiabatic approxima-
tion the frequency dependence of the absorption inten-
sity isgiven by

l(w) = J'e“*“q)(r)dr,
where _

o) = exp[—jga @

f

Here, wisthe frequency shift, U,(R) and U(R) arethe
energies of the interaction of the molecule with an iso-
lated atom in the initial and final states, n(R) is the
coordinate distribution function of the helium atoms.
Taking into account the slope of the interaction poten-
tial U,(R) and the smallness of the van der Waals mini-
mum compared with temperature (see Fig. 4), we
approximated the real potential by an infinite wall
located at a distance R,;,, from the molecule. The value
of Ry, is determined from the condition U (R,,) = T
(classical turning point) and depends weakly on tem-
perature. If three-body “molecule + atom + atom” col-
lisions are neglected, we can easily calculate the coor-
dinate distribution function of the atoms:

n(R< Rmin) =0,

_exp[ MCEG L (R))} m(R)d R}

0 2mT(R- : Ruin)’ %
h N
Figure 7 shows measured shifts of the maximum of

the a®%;, —~ c3%, absorption line from the vacuum

position in *He at various densities and results of calcu-
lations using the bubble model and in the binary
approximation. On comparing the experimental data
with the calculations, we can conclude that at densities
=1.5x 10% cmr3 themoleculeislocdized in abubble (for
comparison, the critical *He density is 8.3 x 10% cnr3

[19)).

n(R>R.) = n, DL exprt

3. KINETICS OF MOLECULAR DECAY

Triplet He§(a3zj) molecules are the longest-lived
neutral excitations in condensed helium and thus the
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Fig. 6. Absorption spectra of molecules corresponding to
the a5, — ¢33 transition in cold *He gas at various
densities (7—0.7 atm, 2.9 K, 0.0064 g/cm3; 0—1.8 atm,

42K, 0.017 g/cm®; @—2.2 atm, 4.2 K, 0.033 g/cm®; m—
2.1atm, 3.4K, 0.057 g/cm?).
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Fig. 7. Shiftof thea®s, —= ng; absorption linerelative

to the vacuum position in liquid and gaseous ®He at various
densities [0—experiment, C—calculations using bubble
model, A—calculations using binary approximation (see
text)].

guestion of the processes leading to their decay is of
considerable interest. The dominant mechanism of
excimer loss in liquid and dense gaseous helium is the
binary Penning ionization reaction (1) [5, 7, 8]. In cases
where the total electron spin of the interacting triplets
does not exceed unity, reaction (1) takes place to the
extent of exchange interaction between the outer elec-
trons of the reacting particles and its rate at maximum
convergence (2.5-3 A [20]) isW,, = 10 s1[20, 21]. If
the electron spin of the reacting triplets is two, ioniza-
tion asaresult of total spin-conserving exchange inter-
action is forbidden since the spin of the reaction prod-
ucts does not exceed unity. In this case, a nonzero Pen-
ning ionization probability only occurs when weak spin
dipole interaction is taken into account. The rate W, _4
of the reaction taking place by this exchange dipole mech-
anism is seven orders of magnitude lower than W, [4].
Konovalov and Shlyapnikov [4] predict that recombi-
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nation will be appreciably suppressed when the triplets
are strongly polarized.

The dynamics of the loss of molecules as aresult of
mutual recombination may be described by the follow-
ing relationships:

. 2
n, = —0;,N; =0, Ne =0, Ny N,

. 2

Ng = — 0o NoMNy —UgoNp —Ug, NoNy s )
PO 2

n, =-a,nn —-a,nNnNp—a, n,

where n,, ny, and n, are the concentrations of mole-
cules having different spin projections and a;; are the
recombination coefficients. If, following Konovalov
and Shlyapnikov [4], we assume that free molecular
diffusion takes place, the rate of recombination is deter-
mined by

o = 4TDR,, (6)

where the ionization radius is determined by the condi-
tion R*/D = UW(R,) (W(R) is the probability of recom-
bination event (1) per unit time). The molecular diffu-
sion coefficient can be estimated in the T approximation
using the calculated bubble radius (see previous sec-
tion). Typical vaues of the diffusion coefficient in a
normal liquid are around 10° cm?/s, increasing in a
superfluid liquid as the density of the normal compo-
nent decreases. As a result of an exponentia decrease
in the recombination probability W with distance, the
characteristic ionization radius varies weakly asthe dif-
fusion coefficient varies. Under our experimental con-
ditions the ionization radius of a spin-allowed reaction
was 7-10 A. The characteristic time of an ionization
reaction by the exchange—dipole mechanism is several
orders of magnitude greater than the diffusion time at
all distances and in the approximation under study we
finda,, <a,,,d,

However, the assumption of free diffusion is not
consistent with the real situation because of the pres-
ence of strong van der Waals interaction between the
molecules. Allowance for this interaction yields the
conclusion that molecules having converged to a dis-
tance at which the van der Waals energy is comparable
with the temperature, do not diverge but form a bound
state having a short intermolecular distance (=3 A) and
react within times much shorter than the diffusion con-
vergence time even when the total molecular spin is
two. The van der Waals capture radius is [22]

0 Cedr

Raw = | [eXper—F5

dw |:I p TD 2:|
CG/(TR)

J— —'[ —5/ 6

10T '

6C,0
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We use the following formula to estimate the van
der Waals coefficient (see, e.g. [23])

3he

f ak f ak'
z (wak + wak‘)wakwak' , (8)

where f,, and w,, are the oscillator strength and fre-

quency of the a3z; — k transition, respectively, and
summation is performed over all possible transitions.

The oscillator strength of the a3z; — b, transition
is known, f,, = 0.205 [5]. The oscillator strength of the

a’s, — ¢’z transition can easily be calculated
using the matrix elements of the dipole moment opera-

tor calculated by Yarkony [24] and the cal culations give
f.c =0.307.

Using the well-known relationship (see, e.g., [25])

fkk' -

2
cm

= —(ao(v)dv,
ézI()

where f,. is the oscillator strength of the k — K’ tran-
sition, o(v) isthe cross section for absorption of light at
frequency v, and the integral is taken along the entire
absorption line corresponding to this transition, we
obtain from the integrated intensities of our measured
spectra: f,J/f,, = 1.5 + 0.2 which agrees with the calcu-
lated data.

Having retained only the principal termswith k, k' =
b, cinthe sum (8), we obtain the lower constraint on the

van der Waals coefficient Ci"" = 6020 au. For the

upper constraint on C; we assumef, =1 —f,, —f,. (the
a — dtrangition is parity-forbidden), f,, = O for k Z b,

¢, e, which gives C¢™ = 7940 au. Thus, we have Cq =

7000 + 1000 au.

Bearinginmindthat R = 10 A wehave C5/(TR®) > 1
and integration in (7) can be extended to infinity, which
gives

6 §6[|1/6 _
rag oo - 15-18 A 9)

RvdW
at temperatures of 1.5-4.2 K. Thus, at low temperatures
we find R4y > R so that the van der Waals capture
radius should be taken as the characteristic ionization
radius:

o = 4TDR gy . (10)
Thus, inthismodel the polarization of the molecules

has no influence on their decay dynamics.

Formula (10) obtained in the diffusion approxima-
tion holds for short mean free paths | < Ry . If the
moleculeis situated in aliquid, it islocalized in a bub-
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ble and direct estimatesin the t-approximation give |l =
R/6 (R, = 6.4-7.0 A is the bubble radius); for a super-
fluid liquid we havel = (Ry/6)(n/N,o:m) Where Ny, isthe
density of the normal component. If the moleculeissit-
uated in alow-density gas, we find | = 2/on where the
cross section for scattering of a helium atom at amole-
culeis o = 1-2 x 10 cm? a 24 K (the factor 2
appears as a result of a difference between the atomic
and molecular masses which has the result that for a
molecule a single collision with an atom is insufficient
to reverse its momentum). Thus, we find that the result
(10) isvalid in normal liquid helium, in superfluid “He
at temperatures above 1.7 K, and also in gases at densi-
tiesn > 102 cm3, and under all the conditions listed
above polarization does not influence the recombina-
tion of excimers.

We shall now consider the opposite limit of long
mean free paths| > R4, . The coefficient of molecular
recombination in this case is determined by

o =0V, (12)
where o isthe cross section of reaction (1) and v;isthe
thermal velocity. The limit of long mean free paths
obtains in superfluid helium at <1.3 K and in gas at
densities <10?* cm3. In superfluid helium as the mol-
ecules converge to distances R = 2R, (R, is the bubble
radius), a bound state of two molecules localized in a
single bubble forms so that the cross section is =T(2R;)?
and the recombination coefficient also does not depend
on the polarization of the molecules.

We note that an electron—on pair formed as aresult
of the excimer ionization reaction (1) may recombineto
form a“secondary” molecule. If the probability of this
processy is not low, the recombination coefficient (10),
(12) should be multiplied by (1 —y). The experimental
setup in the present study can be used to estimatey. The
lifetime of the molecules in liquid helium under the
conditions used to observe the absorption spectra was
several milliseconds which is much shorter than the
characteristic vibrational and rotational relaxation
times (~300 ms and 15 ms, respectively [8]). Conse-
quently, the molecular distribution over excited vibra-
tional and rotational states corresponds to the probabil-
ity of the formation of amoleculein aparticular excited
state. However, the characteristic relaxation times of

the He, and He; molecular ions arerelatively short as

aresult of the absence of an excited electron which sup-
presses the interaction of the ion core with the sur-
roundings in the case of a molecule. Hence, molecules
generated in highly excited rotational states are formed
as a result of recombination of an electron-ion pair
which occurred when the helium atom wasionized, and
attachment of one or two atoms to an atomic ion. Such
a pair is comparatively short-lived (the characteristic
distance of maximum separation during expansion is
R =< 10°° cm, the time of convergence and pair recom-
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Fig. 8. Temperature dependence of the coefficient of recom-

bination of molecules in superfluid *He: 0o—Fitzsimmons
experimental data[7], corrected allowing for the calculated
[5] oscillator strength f,y,; the solid curve gives the calcula-
tions using the diffusion approximation, the dashed curve
gives the calculations using the long mean free path limit
(seetext).

binationistg ~ R¥(ue) < 10~ s) and the ion core does
not have timeto relax.

An analysis of the spectra shows that the fraction of
molecules formed in this process is (20 + 10)%. Thus,
using the measured spectrawe can estimate the probabil-
ity y of the formation of a single molecule in a mutual
recombination event involving two molecules: let h, and
n, be the concentrations of unexcited (primary) and
excited (secondary) molecules and then the rate of gen-
eration of secondary moleculesisya(n, + n,)? and their
rate of recombination is any(n, + n,). Consequently in
the steady-state regime we have y = n,/(n; + n,) = 0.2
and allowance for the factor (1 —v) in estimates of the
recombination coefficient is needlessly accurate.

The calculated values (10) and (11) and the Fitzsim-
mons experimental data [7] measured in superfluid “He
at temperatures of 1.4-2.1 K are compared in Fig. 8.

Thus, the suppression of recombination by a strong
magnetic field can only be observed in agasinthelong
mean free path regime. The condition| > R4, iSequiv-
alent to the absence of three-body “molecule + mole-
cule + atom” collisions. Then, as they converge, these

Table 1
Phase T, K P, am | pgH/(KT)
Superfluid “He 2.12 0.05 35
Superfluid “He 176 | 281 42
Superfluid “He 1.43 0.004 5.2
20% *He—*He solution 1.8 14.4 4.1
3He, liquid 18 14.4 4.1
3He, liquid 1.8 315 41
He, gas 2.9 0.7 1.4
No.5 2000
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Table 2
a, cm¥/s (+15%) a, cm3/s

Phase K P, am experiment calculated Ryaw
Liquid “He 2.10 1.0 3.8x 1011 3.6x 10711 0.086
Liquid *He 1.98 14.4 32x101 29x 1071 0.072
Liquid “He 1.76 28.1 28x107! 3.2x10 0.080
Liquid “He 1.76 1.0 1.1x 10710 0.9 x 10710 0.23
Liquid 3He 1.64 14.4 33x 101 29x 1071 0.086
Gas *He 3.0 0.7 43x 10710 85x 10710 0.60

molecules do not form bound states and react with a
certain probability which depends on their polarization.
The corresponding reaction cross sections for triplet
atoms were calculated in [20]: o(11) = o(10) = 3.2 x
10%cm?, o(11 ) =2.9x 105 cm? at low temperatures.
Unfortunately our method of generating molecules
cannot operate at fairly low helium densities since,
when n = 10% cm3, the electron mobility increases
rapidly [15] and breakdown occurs in the cell. Table 1
gives al the experimental conditions used to study the
influence of molecular polarization on the recombina-
tion coefficient. The molecular lifetimes were 200 ms.

Simple estimates using standard spin-attice relax-
ation theory (see, for example [26]) for molecules in
helium of appropriate density give longitudinal relax-
ation times on microsecond scales as a result of “spin—
axis’ interaction, which suggests that the polarization
of the moleculesin our experimentsis close to equilib-
rium. Under our conditions it was impossible to
observe molecular polarization using the Zeeman effect
because in the fairly strong magnetic fields for which
multiplet splitting could become appreciable in the
absorption spectra, optical transitions accompanied by
a change in the spin projection Mg are forbidden as a
result of the Paschen—Back effect.

Under all the experimental conditions listed above
no influence of the magnetic field on excimer decay
was observed, which isin complete agreement with the
theory.

In order to determine the numerical values of the
recombination coefficient under various experimental
conditions, the experimental time dependences of the
absorption signal were fitted using the binary reaction
equation

01 + ot —tO)D_l

Aty oov/SO

where A(t) = n(t)oV/IS, 0y is the cross section for
absorption of light determined from the oscillator
strength of the transition and the integrated intensity of
the spectrum, V isthe volume in which absorption takes
place, Sisthe area of the light beam, and the recombi-
nation coefficient a was the fitting parameter. The
unknown effective volume V was obtained by compar-

AQt) =
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ing our data with the results [7] under similar condi-
tions. The values of the recombination coefficient thus
determined and those calculated using formula (10) are
givenin Table 2.

All the experimental data agree with the calcula-
tions within measurement error, except for the coeffi-
cient of recombination measured in a gas, where the
criterion for the validity of the diffusion approximation
ceases to be satisfied. Assuming that the cross section
of theionization reaction is approximately equal to the
cross section for the reaction of two triplet atoms at low
temperatures (see above), in the long mean free path
limit we obtain o = 4.8 x 107° cm®¥/s at 3.0 K whichis
in good agreement with the experimental value.

4. CONCLUSIONS

The position and shape of the absorption line corre-

sponding to the a®%;, —~ ¢35, molecular transition
exhibits a strong dependence on the helium density

which means that the interaction of the He’z‘(asz;)

molecule with the surroundings can be studied using
optical measurements. By analyzing the spectra obtained
under various experimental conditions, we established
that at above-critical dendtiesthe molecules are localized
in microscopic bubbles similar to the localization of
excess electrons. The size of this complex, unlike a
bubble, formed by an electron varies weakly with pres-
sure.

We obtained estimates of the coefficients of the van
der Waals interaction between a molecule and a
ground-state helium atom:

Co(He% (3%5)) —He(1'S)) =54 au,
Co(Hes (c’=y) —He(1'S) = 68(4/5 + 3/5c0s°O) aul.

We observed appreciable broadening of the absorp-
tion line in *He as a function of temperature. The natu-
ral oscillation frequencies of the bubble which are eas-
ily estimated correspond to temperatures around 3 K
and we ascribe the observed broadening to the excita-
tion of vibrational degrees of freedom of the bubble.
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We obtained an estimate of the coefficient of van der
Waals interaction of the molecules Cg = 7000 £ 1000 au.
Allowance for the strong attraction of molecules at
large distances yields the conclusion that the diffusion-
limited rate of excimer recombination does not depend
on the molecular polarization. Calculations using the
proposed model show good agreement with all the
available experimental values measured under condi-
tionswhen the diffusion approximationisvalid (normal
3He and superfluid “He at temperatures above 1.7 K).
The recombination coefficient measured in cold *He
gas agrees with the data [5] obtained in “He at similar
densities and shows good agreement with the results of
the theoretical calculations [20] for an extremely low-
density gas.
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