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Abstract—The magnetic-field dependences of the critical current I and the pinning force F,, in single-crystal
semiconductor PoTe/PbS superlattices on KCI and Y Ba,Cus0; _ 5 films in magnetic fields oriented perpendic-
ular to the plane of the samples or parallel to the current were investigated. Oscillations of |, and F, were
observed for superlattices with a parallel orientation of the magnetic field and with two directions of the field
for theY Ba,CuzO; _ 5 film. A model was proposed for the vortex structures which correspond to extrema of the
pinning force in superlattices. It was shown that the single points (extrema and points of inflection) of thefield
dependences of F,, for superlattices and aY Ba,Cu;0; _ 5 film appear for critical values of the magnetic field equal

to He = (p/g)Hg, where p and g are integers, Hy = 838.37 Oe, and Hy = ch/2TreR§ is determined by the length

Ro = 88.607 nm, somewhat |ess than the reciprocal of the Rydberg constant R,, = me¥/4rti3c (R = 91.127 nm).

It wasinferred on the basis of published data that the temperature and magnetic-field dependences of the properties
of superlattices and HTSC materials follow general laws. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

It has been shown in the last few years that high-
temperature superconductors (HTSCs) belonging to
the bismuth and thallium families [1] and also, appar-
ently, YBa,Cu;0; _5 [2] can be regarded as Josephson
superlattices, where stacks of two (or three) CuO,
planes in a unit cell, which are separated by an inter-
layer from the metal atoms, play the role of the super-
conducting layers. The Josephson coupling between
the stacks of CuQ, layers in neighboring unit cells is
manifested in specific behavior of the current—voltage
characteristics (IVCs) of samples when a current flows
perpendicular to the CuO, planes (hysteresis, the exist-
ence of a set of branches of the IVC, and so on) aswell
as in oscillations of the critical current when a magnetic
field is applied paralld to the layers[1, 2]. It wasinferred
that the Josephson coupling in YBa,Cu,0;,_5 can exist
even between the nearest-neighbor CuO, planes separated
by an yttrium layer [2]. In this connection it is of interest
to investigate the properties of artificial superlattices con-
sisting of aternating layers of materials with different
superconducting and electrophysical properties.

Only arelatively few of the many works on super-
lattices concern critical currents. The critical currents
and pinning force have been determined for superlat-
tices of the type §S' (Nb/Ta [3], Nb/NbTi [4], and
Nb/Nbzr [5]), SN (Nb/Cu [6], Nb/CuX (X =Ge, Mn) [7],
NDbTi/Ti and Nb/Ti [4], Po-Bi/Cr [8]), and SI (Nb/Si [9],
Nb/NbO, [10], Nb/ALLO; [4, 11], Nb/AI-AIO/Nb [12],

NbN/AIN [13], Po/Ge [14]) aswell as for superlattices
consigting of the aloy Pb-Bi with sinusoidal modulation
of the Bi concentration [15] and superlattices based on
HTSC materids (YBCO/PrBCO [16], EuBCO/PrBCO
[17] and Nd; g;:Ce,;7,CuO,/Y BCO) [18]. The main result
of theseworksisthe conclusion that the pinning force can
be subgtantially increased in superconductors by using
interlayerswith weak superconducting properties. Joseph-
son effects have also been observed in superlattices of the
type SN [6] and S [9, 12)).

In the present paper the behavior of the magnetic-
field dependences of the critical currents|. and volume
pinning force F, in semiconductor superlattices
PbTe/PbS [19] with regular networks of misfit disloca
tions is examined. Such superlattices are physical and,
to alarge extent, structural analogs of HTSCs[19-23].
Oscillations of I(H) and F(H) for amagnetic field ori-
ented parallel to the current and monotonic decay of
I(H) in amagnetic field perpendicul ar to the layers of
the superlattices were observed. It is shown that the
field behavior of I and F, in these superlattices and in
epitaxia YBa,CuzO;_5 films are similar, and certain
general characteristics of the oscillations of the pinning
force, which make it possible (on the basis of the data
from previous investigations) to talk about a similarity
of properties and mechanisms of superconductivity in
these superlattices and HTSCs, are found.
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2. SAMPLE PREPARATION
AND MEASUREMENT PROCEDURE

The samples were prepared in a vacuum chamber
with an oil-free pumping system (P ~ 10-4-10~° Pa) by
thermal evaporation of lead chalcogenides from tung-
sten boats, followed by condensation on a (001) KCl at
520-570 K. The layer thicknesses and condensation
rates were monitored with a quartz resonator. The sam-
ples consisted of 10 PoTe-PbS bilayers (PbS is the
layer closest to the substrate). The investigations
showed [19] that the lead chalcogenide films grow on
each other in layer-by-layer mode according to the
Frank—van der Merwe mechanism, as aresult of which
single crystal layerswith alow density of growth dislo-
cations (10’-108 cm™) and mosaic blocks, repeating
the blocks of the KCI substrate (~100 um) are formed.
Regular sguare networks of misfit dislocations, ori-
ented along the [1100directions with Burgers vector
(a/2) (1100and period 5.2 nm [19] form on the (001)
PbTe-PbS interfaces.

Analysis of X-ray diffraction curves on the basis of
the standard 8 — 28 scanning scheme showed that the
superlattices are periodic and possess sharp interfaces,
which isindicated by well-defined satellite reflections
around the Bragg reflections and al ongside the primary
peak. The period of the superlattice and the thickness of
the layers were determined (to within an accuracy of
0.1 nm) from the distance between the satellites [24].

Previous investigations have shown that the super-
conducting properties of superlattices are determined
not only by the thicknesses of the layers but also sub-
stantially by their stoichiometry [21]. Only superlat-
tices obtained from the standard, nonoptimized, PbS
charge, giving for 500-nm thick single-layer PbS films
aHall charge-carrier density n, ~ 10*° cm and mobil-
ity iy ~ 10?2 cm?/(V 9) (at 78 K), were used in the present
experiments. The composition of the PbTe charge was
optimized by repeated sublimation, which gave the best
stoichiometry for a given growth temperature [21].

Samples in the form of a double Hall cross, which
were obtained by condensing layers of lead chalco-
genides through a mask with an appropriate geometry,
were used to measure the IV Cs and the critical currents
by the four-contact method. The samples were 10 mm
long and 1 mm wide, and the distance between the
potential contacts was 3 mm. The measurements were
performed in ahelium cryostat (T = 1.5 K) using dc cur-
rent and in a constant magnetic field H oriented perpen-
dicular or parallel to the layers in the direction of the
current (the deviation from the orientation parallel to
the layers did not exceed 0.1°). The magnetic field was
produced by superconducting solenoids and deter-
mined to within ~0.1%. The working currents fell
within the ohmic sections of the IV Cs of the samples.
The temperature of the samples was maintained con-
stant to within 0.005 K. The critical current |, was
determined from the IVC as the current at which the
voltage on the potential contacts reached 10 pV. The
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character of the dependence I (H) remained the same
with an order of magnitude lower voltage level 1 uV as
the criterion.

The geometric and superconducting parameters of
the samples areindicated in table. It is evident from the
table that one of the samples (no. 4) had several PbTe
and PbS layers with thicknesses substantially different
from those of other similar layers.

3. EXPERIMENTAL RESULTS AND DISCUSSION

Figure 1 shows the field dependences of the critical
currents for two samplesin amagnetic field perpendic-
ular (HY) and parallel (HI) to the layers. Such depen-
dences are typical for the superlattices investigated at
temperatures quite far from the superconducting transi-
tion temperature T, (in our case T < TJ2, with the
exception of sample no. 4). They have two characteris-
tic features. First, a sharp drop of I (H) is seen for all
experimental superlattices even in fields of the order of
severa or tens of oersteds (the discrepancy in |, (H = 0)
in the same figure is due to the degradation of the sam-
ples heated up to room temperature in the interval
between measurements of | (H!) and I (H") and with a
substantial time interval between these measurements).
Such a sharp drop in I (H) can be understood if it is
assumed that the lower critical fields Hy; and Hey are
weak for superlattices and weak Josephson-type cou-
plings exist between mosaic blocks of superlattices,
which form as a result of the interaction of the lead
chalcogenide films with the atmosphere and the high
chemical activity of the block boundaries. This conjec-
ture was advanced previously in [25], where the
absorption of microwave radiation in PbTe/PbS super-
lattices was investigated in dc and ac magnetic fields,
and it also follows from the behavior of the amplitude
of the diamagnetic response of a stack of superlattices
as a function of the perpendicular magnetic field [26].
In the latter case the setup at the Physicotechnical Insti-
tute, the National Academy of Sciences of Ukraine
(Donetsk) was used to determine the magnetic suscep-
tibility of bulk superconductors according to the shift of
the frequency of aresonance loop when the experimen-
tal sample. In this case, astack of eight superlatticeson
KCl substrates with equal PbTe and PbS layer thick-
nesses (dpyte = dpps = 30 NM) oriented so that the super-
lattice layers were perpendicular to the coil axis was
inserted into the measuring coil. The measurements
were performed at a frequency of 67 Hz in a modula-
tion field h = 0.2-2.2 Oe. It was found that the diamag-
netic response amplitude L (the inductance of the mea-
suring loop) has the form L 00 (h — hy)tasL — 0,
where the value of t is close to 1.7—the critical expo-
nent characteristic for power-law behavior of a number
of parameters of Josephson superconductorsin the per-
colation state, specifically, granular and block HTSC
films[27]. The quantity h, can be identified as the sec-
ond critical field of films as Josephson media. It is at
least three orders of magnitude less than the value of
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Basic Parameters of the Samples
. Sample nho.
Basic parameters

1 2 3 4
pys + dpyre, NM 16 + 14.5 16 + 14.5 18 + 17 18 + 17
T.. K 37 4.2 5.2 3
M easurement temperature, K 161 171 1.65 17
Je(H = 0), Alem? 1774 3117 923 816
HE™ (exp.), Oe 210 420 1395 167
HO™ (theor.), Oe 209.59 419.19 1397.28 167.67
HO™ Ho 14 12 5/3 15
Hesy, Oe 620 1700 4100 480
F,, dynesicm® 2323 9640 8239 612
HT™ (exp.), Oe 20 840 720 120
HT™ (theor.), Oe 93.15 838.37 718.6 119.77
HI™ Ho /9 1 6/7 u7
Fl x 10, dynes/em® 18.2 56.9 13.27 6.2
Lo, nm 337.2 238.4 130.9 3785
Ly, nm 753.3 80.7 81.6 468.9

Note: The layer thicknesses in sample no. 4 (in order of deposition) were 18, 17, 18, 20, 17, 33.5, 17, 17 nm + 6 periods (18 nm PbS +
17 nm PbTe). The thickness of the first PbS layer in sample no. 3 was 20 nm. The highest values of J. (H = 0), taking into account

the aging of the samples, are presented; H the field corresponding to the maximum of the pinning force F . ; H thefield o
he aging of th | ed; H™ thefield di he maxi f the pinning f o HT™ thefield of

the first maximum of F',L; FE’ I the pinning force at the first maximum; Hyr, thecritical fieldinwhich J, —= O; Ly the distance

between vorticesin atriangular lattice with H- = Hg]ax; L) in the plane of a superlattice with Hil= HTaX for astructure of typea,

shown below in Fig. 6.

Hep for superlattices. Using the data obtained, the
upper and lower limits of the penetration depth A for a
magnetic field parallel to the layers of the superlattices
can be roughly estimated. In Josephson-coupled media
h., isalwayslessthan H (the Josephson couplings are
destroyed when the field penetrates into the granules).
Consequently, H.1 = hy, can be used to estimate the
upper limit of A and Hg;, = 40h,, can be used to esti-
mate the lower iimit (as in HTSCs). Using the well-
known relation

Heo — 20‘|I/E-II)2
Hao  In(AVEY'

where ¢, is the coherence length parallel to the super-
|lattice layers, for temperature 2.4 K (Hen =4 kOe, &=
6 nm, h,, = 2.82 Oe) we abtain H,; ~ 3-100 Oe and
A~ 30-320 nm, which agrees with the characteristic
scale of the decay region of |(H).
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In addition, the critical current density J. for
PbTe/PbS superlattices [20, 21] is small even at rela
tively low temperatures. several orders of magnitude
lower than for the typical Nb/Ta-type superlattices [3]
and HT SC epitaxial filmsand of the same order of mag-
nitude as for polycrystalline HTSC samples. On the
other hand, estimates of J. from point-contact measure-
ments [21] give J, = (1-7) x 107 A/cm?, corresponding
to the best film samples of HTSCs. This discrepancy
serves as an additional confirmation of the presence of
weak links between blocks in PbTe/PbS superlattices.

The second feature is the oscillatory behavior of the
derivatives dl./dH with a magnetic field applied paral-
lel to the layers. In addition (just asfor sampleno. 1in
Fig. 1a), at low temperatures, where superconductivity
is localized in the PbTe layers [20, 21], clear oscilla-
tions of I(H!) can sometimes be seen (for sample no. 4
with layer thickness errors, two maximawere observed).
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Fig. 1. Field dependences of the critical currents in longitudinal (H”) and transverse (HY) magnetic fields for samples: (a) no. 1,

T=161K; (b) no. 2, T=1.71K.

It should be kept in mind that the dependences | (H)
were determined in a magnetic field paralel to the
direction of the measuring current (the so-called force-
free configuration). Formally, the current does not exert
aLorentz force, proportional to J x B, on the vortices.
This force is a result of the curvature of the flux lines,
and the theory for this caseis still far from completion
[28]. In addition, in layered superconductors with a
small deviation of the magnetic field from the plane of
the layers it is possible to have a situation where the
flux lines are rectilinear segments, lying in neighboring
layers and connected by step-like sections of the vorti-
ces (kinks) [29]; this gives rise to the appearance of a
Lorentz force. It has not been ruled out that such a pos-
sibility occurs in our measurements.

In what follows, we shall talk about the volume pin-
ning force F, = (1/c)|J. x BJ, in calculating which the
magnetic field H will be used instead of the magnetic
induction B. This substitution isjustified in fields much
greater than H,,, since it has virtually no effect on the
result, and it is often used. For amagnetic field parallel
to the current, we shal use the quantity F, =

(1/c)(3I"HIY for the pinning force.

Let us consider first the behavior of the pinning
forcein afield H". It iswell known that for type-I1 super-
conductorsthe density of the pinning force F, far from H,
can often be described well by ascaling law [28]

f = F/Fp™ = Ah(1-h)", 1)

where F™ is the maximum pinning force, h=H/Hg ",

and Hg," isthe upper critical field corresponding to
J. — 0; kand n are integers (or half-integersfor k),
which depend on the pinning mechanism; and, A is a
normalization factor. The curve (1) has the typical bell
shape, and the position of its maximum on the h-axisis
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determined by the values of k and n, i.e,, by the pinning
mechanism. Figure 2 shows the data for four samplesin
the reduced coordinates f-h. It is evident from this figure
that for the present samples the dependencesf(h) are close
tofunctionsof theform (1). Curveswithk=1/2,n=1and
k=1, n=2arerepresented by the solidlines1land 2in
Fig. 2.

For three of our samples (nos. 1, 3, and 4) the max-

imum of FE occurs amost at the value h = 1/3, while
for sample no. 2 the maximum occurs at h = 0.25. The

0.8} A
0.6+
0.4 A

02

Fig. 2. The dependence of the reduced pinning forcef onthe
relative magnetic field h for samples no. 1 (»), no. 2 (e),
no. 3 (x), and no. 4 (o). The temperatures at which the mea-
surements were performed are indicated in table. Here f =

Fo/Fo5 . h = Ho/H3. The solid lines 1 and 2 are,
respectively, the dependences h¥2(1 — h) and h(1—h)2 The
dashed line passing into a solid line shows the section of the
curve h(1 — h)? before the maximum in f(h).
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Fig. 3. The pinning force F'FL in the longitudinal magnetic field H!l for samples: () no. 1 (top curve), no. 4 (bottom curve) and (b)

no. 2 (top curve), no. 3 (bottom curve).

form of the dependence f(h) beyond the maximum is
thesamefor samplesnos. 1, 3,and 4 (k= 1/2,n=1); as
far as we know, such a dependence has not been
observed for other types of superlattices. Before the

maximum the behavior of FE is described best by the

relation (1) withk =1, n =2 for samples nos. 3 and 4
andk=1/2,n=1for samplesnos. 1 and 2; but, for sam-
ple no. 2 the curve f(h) moves sharply upwards at h =
0.15, approaching the dependence (1) withk=1,n=3.
After the maximum the sample no. 2 showed avirtually

linear dependence for F (h).

These facts show that the pinning mechanism prob-
ably changes after the maximum. It isknown from [28]
that pinning on the grain boundaries corresponds to a
normalized curve F,(h) withamaximumat h=1/3 (k= 1,
n=2; k=12 n=1), and amaximum at h = 0.2-0.85
corresponds to pinning on dislocations. Consequently,

the most likely mechanismin fieldsH” > HL™ for sam-

ples with a maximum at h = 1/3 is pinning on the
boundaries of ~200-300 nm regions of coherent scat-
tering (CS) of X-rays. Estimates of the distances
between vortices in fields corresponding to the maxi-

mum of F,(h) attest to this mechanism (see table).

These distances were found to be close to the sizes of
the blocks of the CS regions and much shorter than the
average distance between the growth dislocations
inside the blocks.

For sample no. 2, the maximum of the pinning force
at h = 0.25 could be due to the fact that in this sample
the process of enlargement of the blocks of CSregions,
accompanied by a decomposition of dislocation clus-
ters at the boundaries of CS regions and emergence of
dislocations into the volume of the blocks, does not go
to completion at the growth stage of the film. Then one
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can tak about pinning on individua dislocations,
resultingin amaximum of F, at h=0.25. We also note

that for our samples the maximum of F, is reached
even in fields of the order of several hundreds of oer-

steds, and the field H, ", corresponding to J. —= 0, is
appreciably less than Hg,. The small magnitude of the
pinning force is not surprising, considering the high
degree of perfection of the crystal structure of the
superlattices. The behavior of the curves Fi(H) for a
collinear orientation of the external magnetic field HIl
and the current was more unexpected. The correspond-
ing data are shown in Fig. 3. The dependences pre-
sented are oscillatory even for samples in which there
are no oscillations of J(H). Thisis easy to understand,
since the condition J, + (dJ/dH)H = 0 is necessary in
order for extremato appear in Fy(H); this condition can
be satisfied for several values of H with oscillatory
behavior of dJ/dH, as happens for our samples.

It should be noted that the appearance of maximain

the field dependence J/(H) has been noted for dif-
ferent types of superlattice (here we do not have in

mind oscillations of J(H) in Josephson superlattices

[6, 9, 12], which are of the same nature as for single
Josephson contacts in alongitudinal field). For a perpen-
dicular orientation of the magnetic field for superlattices

Nb/Ta[3] the peak in JCD(H) for a sample with period
1.95 nm, which appeared at T/T, < 0.84 near h= 0.7, was
explained by a two-dimensional collective pinning of
vortices, while for Pb/Ge superlattices [14] with weak
pinning of vortices the appearance of a maximum in

JCD(H) can be equally explained either on the basis of
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the model of “decoupling” of the superconducting lay-
ersor the model of melting of avortex lattice. A single

peak in the dependence J(H) was observed for Nb/Ta
[3], Nb/Zr [5], and Nb/NbO, [10] superlattices with the
field orientation along the layers. This peak seemsto be
due to the commensurability of the vortex lattice and
the period of the superlattice. An explicit manifestation
of commensurability was found for superlattices con-
sisting of the alloy Pb—Bi with sinusoidal variation of
the Bi concentration [15]: three maximawere observed

in J!(H). Besides these structures, commensurability
effects in the form of two sharp kinks in the tempera-

ture dependences HﬂZ(T) have been observed in V/Ag
superlattices [30].

Analysis of the appearance of extremain F(H) for

our superlattices showed that if the field HT™ of the

first maximum is used as the unit of measurement for
the magnetic field, then the singular points (extrema

and inflection points) in the curves F',',(H) appear at
H/HT™ equal to either integers or rational numbers.

The dependence F',')(H) for sampleno. 1isshown sche-
matically in such coordinates at the top of Fig. 4. This

suggests that the singular points of the curves Fi(H)

should correspond to definite configurations of vortex
lattices, each configuration being obtained by restruc-
turing of the preceding lattice formed in weaker fields.
Possible configurations of vortices for ssmple no. 1 are
shown in Fig. 4. Here a section of afilm perpendicular
to its surface is shown schematically (the horizontal
lines represent the top and bottom boundaries of the
sample), and repeated fragments-cells of vortex struc-
tures (rectangular “boxes’) are singled out. The filled
dots represent the centers of the vortices (the axes of the
vortices are perpendicular to the plane of the figure).
The numbers on the left side of the rectangles-cells

indicate the magnetic field of the singularity of H/HT™

in units of F',L(H) ; the numbers on theright indicate the

number of vortices per cell. The letters a, b, ¢, and d
represent four types of characteristic vortex structures
which were encountered in all of the experimental sam-
ples. We note that the horizontal dimensionsbl, c2, and
dl of the cellsin Fig. 4 differ somewhat from the cell
size (a) (approximately by factors of 0.972, 1.083, and
0.938, respectively).

In Fig. 5, the axes of the vortices are tied to the
superlattice layers schematically (with a distortion of
thereal scales). It was assumed that the vortices will be
located in PbSinterlayers, since at sufficiently low tem-
peratures, as in our case, the order parameter will be
completely localized in the PbTe layers [20, 21] so that
the arrangement of the vortices in the PbS layers is
energetically favorable. Similar schemes of the config-
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Fig. 4. Schematic illustration of the dependence of the pin-

ning force F|F|) on the longitudinal magnetic field HIl taken

in units of thefield at the first maximum Hrlnax , and repeat-
ing fragments—cells of the vortex lattices (rectangles), cor-
responding to the characteristic features of the function

F|,|J (H) for sampleno. 1. The horizontal size of acell for the

first maximum of FL', ischosen arbitrarily, and the length of

the remaining cells are matched with the sizes of the given
cell.

uration of vortices can also be presented for other sam-
ples. The distances L, between the vorticesin one of the
PbSlayersin structures of thetypea—d withn=1, 2, 3,
and 5 rows of vortices are much larger than the charac-
teristic thicknesses of the layers of the superlattices

(seetable). At singular points of FI(H) thelength L, =
n@,/tH (t is the thickness of the sample, @, = ch/2e) are
either equal or differ from one another by less than a

factor of 2 (for Fig. 4 theratiosL /L, = nH™ /H, are 1,
14/9, 8/9, 1, 39/45, 5/4, and 1).

We took account of the following circumstancesin
constructing the vortex lattices in Fig. 4. It has been
shown theoretically [31-33] and experimentally [32, 33]
that in alongitudinal field for film samples with thick-
ness t less than the penetration depth A vortices will
interact strongly with the Meissner currents, and this
interaction aligns vortices along the center of the sam-
ple until their mutual repulsion induces a lateral dis-
placement of vortices and the instability of the one-
dimensional configuration, leading with increasing
field to the appearance of atwo-dimensional collection
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Fig. 5. Schematic illustration of the transverse section of
sampl es by aplane perpendicular to the direction of the lon-
gitudinal magneticfield HIl and the arrangement of vortices
in the layers of superlattices. The dots represent the centers
of the vortices. The dark bands represent the PbTe layers.

of vortices in the form of two parallel rows of vortices
(the structure (b) in Fig. 4). Such aninstability (onset of
a transition to a two-dimensional configuration) leads
to the appearance of a maximum for the pinning force
[31], expulsion of magnetic flux out of the sample[32],
and a perpendicular component of the magnetic moment
M, of the sample with a small deviation of the magnetic
fidd from the plane of the sample [33]. The last two
effects have been confirmed experimentally on Nb/Cu
superlattices [32, 33]. The cdculation and experimental
data[33] have shown that the distance between the rows
of vortices and from each row to the nearest surface of
the sample is t/3. As the field increases, the two-row
configuration of vortices in turn becomes unstable and
the restructuring of the vortex lattice continues, which
gives a configuration of vorticeswith distancest/n for a
(n — 1)-row vortex structure [33] (see also [34], where
numerical calculations of the deformation of such a
vortex structure under the action of a current perpendic-
ular to the magnetic field were performed). The max-
ima of the pinning force should correspond to the
moments when the corresponding configurations
become unstable. Since for our samples, apparently, t ~
A, the above remarks are also applicable to our case.
By analogy to the vanishing of the peaksin M,(H) for
Nb/Cu superlattices [33], the number of maxima and

points of inflection in the curves F',')(H) should

decrease as the temperature approaches T, but such
investigations have not yet been performed.
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We note that in the construction of the vortex struc-
tures shown in Fig. 4 we immediately switched from a
three-row structure of the type c to afive-row structure
of thetype d, omitting the four-row stage, which should
occur according to the theory of [33]. However, in this
theory a superlattice is treated simply as a uniform
anisotropic superconductor, neglecting the periodicity
of the pinning potential in it. In our case the four-row
configuration will not possess a plane of symmetry
(parallel to the surface) relative to the center of the sam-
ple (as happens for structures a, ¢, and d, if the PbS
layer closest to the KCI substrate is assumed to be a
continuation of the substrate), and in order to obtain it
the vortices in previously formed rows must be dis-
placed through the superconducting PbTe layers, which
is energetically unfavorable (the transitions b—c and c—d
can be realized without such displacements by intro-
ducing additional rows of vorticesin the corresponding
PbS layers free of vortices; see Fig. 5). In addition, the
distance between vortices in a PbS layer in a four-row
structure will be 5/4 times shorter than in the corre-
sponding five-row structure, and therefore the electro-
magnetic interaction energy of the vortices will be much
higher in the four-row structure, since the interaction of
the vortices lying in the neighboring PbS layers will be
screened by the PbTe layers, where the order parameter
ismainly concentrated. Consequently, it seemsto usthat
the five-row configuration d is more likely.

For sample nos. 2 and 3 (Fig. 3b) the curves F',')(H)

have several step-like sections, each of which seemsto
be strongly deformed and degenerated into a mini-
mum—maximum pair. Then the second plateau for these
samples evidently correspondsto anine-row configura-
tion of a vortex lattice, since the same considerations
are applicable to the seven-row structure as to the four-
row structure.

The variants presented in Fig. 4 of vortex structures
are not the only possible ones. For certain layered struc-
tures at sufficiently low temperatures so that the order
parameter is localized in layers of one type, motion of
vortices perpendicular to the layers can be blocked
[35]. Inthiscase it can be expected that asthe magnetic
field increases, the vorticeslocated in one plane will not
be able to pass into neighboring planes, and conse-
guently restructuring from the structure ainto the struc-
ture b will be impossible. Then, as new vortices are
introduced, the number of rows of vortices must
increase by at least 2 (for example, the transition a—c),
i.e., the maximain Fig. 4 should correspond to struc-
tures with 1, 3, 5, and 9 rows of vortices, which form
ordered symmetric configurations. In this variant the
distance between the vortices in the PbS layers will
increase substantially with the number of rows of vor-
tices, and consequently when new rows appear, “rar-
efaction” of the vortices in previously formed rows
should occur and vortices should leave the sample. Itis
difficult to indicate uneguivocally which of the variants
considered aboveisrealized in our case, though thefirst
variant seemsto be more likely.

No. 6 2000



MAGNETIC-FIELD OSCILLATIONS

H, kOe

1017

1
0 2 4 6 8 10
H, kOe

Fig. 6. Critical currents of a 1-pm thick and 0.1-mm wide'Y Ba,CuzP; _ 5 epitaxial film (the c-axisis perpendicular to the surface)
versus the magnetic field at (a) T=85K and (b) 78 K. Inset: Initial section of the curve on an enlarged scale.

Oscillations of J(H) and Fy(H) are observed not
only in superlattices but also in HTSC materials, for
which, besides the extrema which sometimes appear in
relatively strong fields, the appearance of a maximum
(or several maxima) in J.(H) in weak fieldsis character-
istic [36-38]. Our investigations of a 1-um thick
Y Ba,Cu;0; _; epitaxial film (T, = 88.4 K), obtained at
the Ingtitute of Applied Physics (Nizhnii Novgorod) by
laser evaporation, the results of which are presented in
Fig. 6, also attest to oscillatory behavior of J(H) and
Fo(H). In contrast to PbTe/PbS superlattices, oscilla-
tions of J.(H) for YB&a,Cu;0;_5 films can be seen for
orientations of the magnetic field parallel (H O ¢) and
perpendicular (H || ) to the substrate [37].

Analysis of the field dependences of the pinning
force for PbTe/PbS superlattices and YBa,Cu;0;_5
films showed that the singular points of F,(H) are
attained in fields H,, = (p/g)H,, where p and q are inte-
gers and H, = 838.37 Oe (see below). In Figs. 1, 3, 4,
and 6 the critical fields H,, are marked by arrows with
numbers indicating the magnitude of H, in units of Hy,.
We notethat inthe general casethe extrema of thefunc-
tion I (H) are dightly shifted from their positions cor-
responding to H,, since the extremain I (H) and F,(H)
do not coincide with one another. The maxima of the

pinning force FE(H) for superlattices also turned out to
bevirtually coincident with H,, (p/q = 1/4, 1/2, 5/3, and
1/5; see table). The values p/q = 1/9, 1/3, 1, and 2 for
positions of the extrema of | (H) for aYBa,Cu;0O;_;
film (Fig. 6) are aso encountered in Fig. 3 for
PbTe/PbS superlattices. In Fig. 3 of [37] the pinning
force for YBa,CuzO, _5 filmsin afield parallel to thec
axis possesses extremafor p/q =2, 7/3, 6, 23/3 (bottom
curve) and 7/3, 11/3, 5, and 7 (top curve), while for a
Bi,Sr,CaCu,Og single crystal [38] the first three
extrema of J, with current flowing parallel to the c axis
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(H Oc) appearedin fields closeto (3/7)H,, (6/7)H,, and
(12/7)H,. We note that the values p/q = 6/7, 2, and 5
coincide with the values which we obtained for super-
lattices and the Y Ba,CuzO; _5 film.

In addition, the previously observed magnetic-field
oscillations of the resistance R(H) and the derivative
dR/dH for samples of the single-crystal superlattice
Bi/Sb on micawith triangular networks of misfit dislo-
cations [39], whose appearance was attributed tenta-
tively to the Aharonov—Bohm effect, also fit very well
into the scheme of a discrete set of values of H, =
(p/g)H,. This follows from an analysis of hundreds of
oscillations of R(H) and dR/dH in fields up to 50 kOe
for samples with different thicknesses of the Bi and Sb
layers. Specificaly, the first extrema of R(H) in Fig. 1
of [39] appear in a perpendicular magnetic field with
p/qg=2/7,8/7, 2, and 15/7.

In analyzing the experimental data, the position of
the singular points of F,(H) was determined more accu-
rately using well-known numerical methods. The mag-
netic fields obtained in this manner for the singular
points of F(H) differed from the corresponding values
of Hg, by an amount not exceeding ~0.2-0.4% of H,.
This discrepancy seems to be due to the error in the mea-
surement of the magnetic fidds, the uncertainties intro-
duced by the numerical methods, and the replacement of
the magnetic induction by the magnetic field H in the pin-
ning force F,. The latter force was probably the reason for

the appreciable (~3.4%) deviation of the fidd H{™ for
sample no. 1 (seetable) from the value (1/9)H,,.

The appearance of adiscrete ordered set of the mag-
netic fields in which extrema of the electrophysical
characteristics of such diverse objects as a PbTe/PbS
and Bi/Sb superlattices and HTSC films are attained
shows that in these objects we are dealing with unusual
states which, in a certain sense, are universal.
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The value of a“quantum” of the magnetic field H,
was calculated (and then used to analyze the experi-
mental data) from the following considerations. Previ-
oudly, it was established that the 1V Cs for island films
and tunneling barriersin which metallic island interlay-
ers are imprinted [40] possess singularitiesin the form
of current (or voltage) jumps at voltages on the sample
which are multiples of U, = 16.25 mV, and a set of
inflection points was observed in the temperature
dependences of the resistance of metallicisland films at
temperatures which are multiples of T, = 5.238 K (KT,
=(1/36)elU,), and at such singular temperature pointsthe
conductance of the samples and the dopes of the linear
sections of the IVCs are quantized in units of e/h. The
unusual behavior of the temperature dependences of the
resistance with extrema and inflection points at T = nT,
(n is an integer) was then also observed for layered
compositions consisting of lead chalcogenides[22, 41].
For three-layer PoS-PbTe-PbS films on KCl [42],
besides a set of inflection points, giant oscillations of
the resistance with the distances between the extrema
being multiples of (1/7)T, were aso observed. Thesingu-
lar temperature points in the temperature dependences
R(T) appeared at temperatures (p/q)T, (p and q are inte-
gers), specificdly, at g = 1-5, 7. The resistance of such
10x 1 mm sandwiches at the singular temperature
points was found to be equal to one of the quantized
values (m/n)(h/e?). Analysis of our data as well as the
published data showed that singular temperature points
of the type T, = (p/q)T, are also characteristic for the
temperature dependences of the superconducting gap
[19, 21], the critical current, and the derivative
(/H)dH/dT of PbTe/PbS multilayers [20] and for dif-
ferent physical characteristics of HTSC materials[22].

We note that the critical temperature T_for superlat-
tices is the same as one of the singular temperature
points T, [22, 42], if T is determined according to the
inflection point on the curve of the resistive supercon-
ducting transition. The values presented for T, in the
table for superlattices nos. 1-4 (3.7, 4.2, 5.2, and 3 K)
were determined according to the point at the middle of
the resistive transitions. If the inflection point corre-
sponding to the curves R(T) is taken as the criterion T,
then these values were essentially identical to the sin-
gular temperature points, equal to (in units of Ty) 5/7
(3.742K), 4/5 (4.191 K), 1 (5.238 K), and 4/7 (2.993 K).

The published data on HTSC materials show that
the known values of T, (according to the criterion of
zero resistance or center of a superconducting transi-
tion) for them also lie near temperatureswhich are mul-
tiplesof T,. For example, the temperatures 89, 110, and
125 K are often encountered. There are reports of even
higher critical temperatures. 162 K (zero resistance)
[43] and 220 K [44]. These temperatures are close to,
respectively, nT, with n = 17 (89.05 K), 21 (110 K),
24 (125.72 K), 31 (162.38 K), and 42 (220 K). The
deviation of T, from nT, (just as for PbTe/PbS superlat-
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tices) seems to be due to the fact that the center of the
resistive superconducting transition does not coincide
with the inflection point of the corresponding curve
R(T) near the transition. Nine peaks in the temperature
dependences of the real and imaginary parts of the
magnetic susceptibility have been observed in the sys-
tem TIBaCaCuO [45] at the temperatures of approxi-
mately 318, 304, 296, 284, 276, 260, 240, 200, and
130 K; these values are close to the values (in units of T,)

6057’ (318.03 K), 58 (303.81 K), 56% (295.96 K), 54%
4
5

(239.91K), 38% (200.1K), and 24:-31 (129.91K). Many

other examples of the manifestation of aseries of singular
temperature points can be presented for various properties
of HTSCs, including the critical currents (see, for exam-
ple, the datain [46] for critical currents, paralel and per-
pendicular to the ¢ axis, in Bi,Sr,CaCuOg single crys-
tals).

The potential difference U, can berepresented inthe
form [40] U, = &R,, where the length R, = 88.607 nm
is somewhat less than (by 2.8%) the reciprocal of the

Rydberg constant R,, = (me*/41vi%c) (R, = 91.127 nm).

The“quantum” of the magnetic field Hy = q,/TIRS (@, =
ch/2e is the magnetic flux quantum), whose value was
indicated above (838.37 Oeg), can be calculated using
the length R,. It deemed it useful to present the com-
puted value of H, with two significant digits (though
this exceeds the accuracy with which H, can be deter-
mined, taking into account the measurement error in U,
[40Q]), since someday the value of H, could be deter-
mined more accurately from measurements of the mag-
netic-field properties of PbTe/PbS superlattices and
other objects (for example, Bi/Sb superlattice) in strong
fields up to 50-100 kOe, for which the uncertainty in
the decimal placesfor H, canlead to an appreciable dis-
crepancy between the experimental and computed val-
ues of the positions of the singular points in the corre-
sponding dependences.

(283.91 K), 52% (275.89 K), 49% (260.16 K), 45

We note that the singular points in the field depen-
dence of the pinning force at H = H, = (p/q)H, corre-
sponds to “quantization” of the area of the sample

(/p)TIR; per vortex. Thus, it can be inferred that in
PbTe/PbS superlattices and HTSC superconducting
films the position of the singular points in the curves
Fo(H) is determined by the characteristic properties of
the vortex lattice and not by the structural defects
present in the sample, though the details of the transi-
tion between the singular points should depend on the
defect structure of the samples. In polycrystalline
HTSC films, the large-angle grain boundaries and other
defects will probably play a decisive role in determin-
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ing the pinning force, thereby masking the effects
observed in the present work.

A different explanation isalso possible, in principle,
for the appearance of extrema in the magnetic-field
dependences of the critical currents and pinning force
in HTSCs and PbTe/PbS superlattices. According to
this explanation, the maximaof |, and F,, could be asso-
ciated with a transition of the system of vortices from
onestructural and phase state into another, for example,
with melting of the vortex lattice, transition of the sys-
tem of vortices from a three-into a two-dimensional
state, and so on (see the review in [47]). For a
YB&a,Cu;0,_5 film and H || ¢ at temperatures near T,
the relation (5.5) from the review [47] can be used to
describe the melting curve B, (T):

B,(T) =B Hea O 1 . @

where 3,,= 5.6, Gi is the Ginzburg number, ¢, = 0.1-0.2
is the number appearing in the Lindeman criterion for
melting, and H,(0) is the upper critical field deter-
mined by linear extrapolation of the section of H(T)
near T, to zero temperature. For Y Ba,Cu;0, _ 5, for pur-
poses of estimation we can use Gi ~ 107, ¢, = 0.2, and

then B.c; /Gi ~ 1 [47]. For the Y Ba,Cu;O,_5 film pre-

pared at the Institute of Applied Physics by the same
method as our film, the slope of the upper critical field

near T, was |dH¢,/dT| = 11.3kOe, if T, is determined
according to the center of the resistive superconducting
transition [48]. Using this value for our film we obtain
H,(0) = 10° Og, which givesfor T, = 88.4 K the values
B,(85K)=0.148 T and B,(78 K) = 1.38 T. Thesefields
are higher than the fields for the last maximain Fig. 6
by approximately factors of 2.35 and 3.3, respectively.
We note, however, that the published values of

|d HEZ/ dT| for YBa,Cu;0,_5 single crystals are lower,
the lowest, apparently, being 0.46 T/K [49]. Even for

such a small slope only the last maximum in Fig. 6a
penetrates somewhat into the region beyond the melt-

ing curve B,(T). Such a low value of |[dHL,/dT| is
uncharacteristic for epitaxial Y Ba,Cu;O; _ 5 films. Con-
sequently, melting of the vortex lattice is hardly possi-
ble in the range of fields where maxima of 1,(H)
appeared. According to the BT phase diagram for lay-
ered structures (Fig. 39 in [47]), there are no singular
lines below the melting curve near T,. Consequently, it

seems that the appearance of maxima of ICD(H) in our

case cannot be explained by any known phase transi-
tionsin avortex structure.

In [50] an H-T diagram was constructed for a
Y Ba,Cu;0;_5 single crystal for the case H || ¢. The

curves Hy(T), Hey (T), and H(T) as well as the mag-
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netic fields HE™ in which a maximum of F, was
attained were plotted in the diagram. It was found that

theratio HY, /H,, is essentially equal to 2 in the entire
temperature range of measurements (from T, up to 70 K).

The curves f(h) in Fig. 4 in [50] for various tempera-
tures have the same characteristic feature as the curve

for sample no. 2 in Fig. 2, i.e,, in fields above H™ a

rapid drop of the pinning force followed by emergence
on a plateau-like section, beyond which the rate of

decay of FE increases sharply, was observed. Thefield
H,, lies approximately at the center of the plateau. We

note in this connection that the fields in which maxima
of I.(H) were observed in Fig. 6 lie on the ascending

section of the curves FE (H), and they are appreciably

less than the field at the absolute maximum HZ™; this
is an additional argument in favor of the absence of
melting of a vortex lattice in the range of fields which
are of interest to us. By analogy to the YBa,CuzO;_;
film it can be inferred that this behavior of f(h) for
PbTe/PbS superlattices (Fig. 2) is also due to the melt-
ing of a vortex lattice. The change in the form of the
functionsf(h) after the maximum for samplesnos. 2, 3,
and 4 could also be due to melting processes.

If this hypothesis is adopted for PbTe/PbS superlat-
tices, then the fields at which vortex lattices melt in a
longitudinal magnetic field can be estimated using the
scaling relation (5.17) from [47]:

B(T,8) = (1/€,)By(T),

where €5 = £2cos?0 + sin?6, B isthe angle of inclination
of the magnetic field away from the plane of the layers,

and & = &/¢ = HCDZ/ HL'Z is the anisotropy parameter.
For our superlatticesat T/T, = 0.5, we have Ve = 5-7[21].
Using the data from the table and taking h,, = 0.3 for
superlattice no. 2 and h,, = 0.5 for all other superlat-
tices, we obtain for the minimum value 1/e = 5for fields

H'rL the estimates 1.55, 2.55, 10.25, and 1.2 kOe for
superlatticesnos. 1, 2, 3, and 4, respectively. These val-
ues are more than afactor of 2 greater than the fields of
thelast featuresin the curves F'F',(H) , marked by arrows

in Fig. 3; sample 2 is an exception. Although it is not
obviousthat the scaling relation for B(T, 6) is applica-
ble in our case of afilm with thickness less than or of
the order of the penetration depth A of amagnetic field
under conditions of strong localization of the order
parameter in the PbTe layers (T/T. ~ 0.5), it can proba
bly be assumed that, just asin the case H || ¢ for the

Y Ba,Cu;0; _; film, the features in the curves F',')(H)
appear in fields below leln- Detailed investigations of
the magnetic-field dependences of the IVCs at various
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temperatures are required in order to clarify the mech-
anism leading to the formation of the extrema in F

0
and F.

In connection with the quantization effects described
above, we note that in a number of works singularitiesin
the resigtivity and anomalies in the digectric response
dongthecaxisat critical vauesx=4"and2x 4" (n=1,
2, 3) have been observed for La,_,Sr,CuQ, films (see
[51] and the literature cited there). In the opinion of the
authors of [51] this attests to Wigner crystallization of
hole pairs in two-dimensional conducting layers with
macroscopic quantum features similar to the quantum
Hall effect. Similar ideas concerning pairing of free
carriers and the relation between T, and their density
and the geometric characteristics of the crystal struc-
ture of HTSC materials and PbTe/PbS superlattices
have been advanced in [21, 22].

4. CONCLUSIONS

The results presented above attest to the fact that
certain universal laws governing the behavior of the
field and temperature dependences of various proper-
ties are manifested in HTSC materials and PbTe/PbS
superlattices. The appearance of quantization of the
potential difference, resistance, temperature, and mag-
netic field in objects with different composition and
structure, such as, metallic island films, Bi/Sh superlat-
tices, and layered compositions consisting of lead chal-
cogenides and HTSCs, shows that phenomena of this
kind can be observed in a wider class of objects and a
wider temperature range than the quantum Hall effect
and can hardly be explained on the basis of existing
models of the quantum Hall effect and high-tempera-
ture superconductivity. The fact that the length R,,
which determines the values of Uy, T,, and H,, is close

to R, is probably not accidental. This circumstance

could be the key to the explanation of the phenomena
described. Careful analysis of the existing data on the
behavior of the temperature and field dependences of
various properties of HTSC materials from the stand-
point of the manifestation of quantization effects in
them is required in order to clarify the nature of these
effects and the mechanism of high-temperature super-
conductivity.
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Abstract—Thelow-temperature phase of a Peierls system is studied theoretically taking into account the cubic
anharmonicity of theinteratomic interaction. It is shown that at atransition into the semiconductor phase a uni-
form deformation of the system occurs simultaneously with the atoms approaching one another in pairs. The
cubic anharmonicity of the interatomic interaction (with a negative anharmonicity constant) produces a large
increase in the band gap in the electronic spectrum and the order parameters—the reduced amplitude of the
static phonon at the edge of the Brillouin zone and the relative uniform deformation of the atomic chai n—of
the metal—semiconductor phase transition. An interpretation of the experimental data on the metal—semicon-
ductor phase transition in vanadium dioxide is given on the basis of the results obtained. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

It iswell known that a chain of equidistant interact-
ing atoms, each atom containing one outer electron, at
temperature T below acritical value T, is unstable with
respect to the atoms approaching one another in pairs
and the formation of a band gap in the electronic spec-
trum at the Fermi level [1]. Thisinstability, called inthe
literature the Peierls instability, has been observed
experimentally in a variety of gquasi-one-dimensional
materials: complexes of platinum with mixed valence
[1], TCNQ salts[1], TaS;[2, 3], blue bronze K,3sM 00,
[21 3]1 (Nbse4)10/3| [21 3]! Nbs% [3]’ VOZ [4! 5]! and
others[1-4].

In the theoretical analysis of the Peierls model, the
interatomic interaction isusually divided into two com-
ponents. The first component, which is of a covalent
nature, is due to the overlapping of the electronic wave
functions of neighboring atoms and is calculated on the
basis of a microscopic theory. The second component
includes the remaining interatomic interaction and is
described phenomenologically by a Taylor series
expansion in power of the displacements of the atoms
from their equidistant position, the thermodynamically
equilibrium state in the high-temperature metallic
phase. Ordinarily, quadratic terms are retained in the
expansion (harmonic approximation) [1-12]. At the
same time, if the displacements of the atoms a a
Peierls-type structural phase transition are sufficiently
large (for example, for vanadium dioxide the displace-
ments of the vanadium atoms are about 10% of the
interatomic distance [4]), the anharmonic terms of the
interatomic interaction start to play a substantial role
and they can increase the accuracy of the calculations
substantially and, in a number of cases, lead to funda-
mentally new physical results.

In the present work the low-temperature semicon-
ductor phase of a Peierls system is investigated taking
into account the cubic anharmonicity of the interatomic
interaction. It is shown that together with pairwise
approach of the atoms toward one another at a metal—
semiconductor phase transition, a uniform deformation
of the atomic chain (stretching or compression) also
occurs. In addition, on account of the cubic anharmo-
nicity of the interatomic interaction, the displacements
of the atoms and the band gap in the electronic spec-
trum can be much greater than (several-fold) the analo-
gous guantities calculated on the basis of the harmonic
approximation; this will give a more adequate descrip-
tion of the existing experimental results.

An interpretation of the experimental data on the
metal—semiconductor phase transition in vanadium diox-
ideisgiven on the basis of the theory developed [4].

2. ELECTRONIC SPECTRUM OF THE SYSTEM

Let us consider achain of atoms, each atom contain-
ing asingle outer electron. We write the Hamiltonian of
the electronic subsystem in the tight-binding approxi-
mation as [1]

H =% Bynea(Bhdna: + an.idy), (2.1)
n

where n is the number of the atom in the chain, B, 1
is the overlap integral of the wavefunctions of neigh-
boring atoms with the numbersn and n + 1, and a,, and

a,, are operators creating and annihilating an electron at
the nth atom.
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When the distance r, ., between neighboring
atoms is several times greater than the effective radius
R of the atomic wave function of an electron, the over-
lap integral B, . ; can be determined approximately by
the relation [13]

Bn, n+1 U exp(—rn, n+1/R)- (2-2)

Having in mind auniform deformation of the chain and
the possibility of pairwise approach of neighboring
atoms toward one another, we write the distance
between neighboring atoms as

Fanse1 = Fo+ R+ (<1)""'RE, (2.3)

where r, is the interatomic distance in the metallic
phase, { isaparameter characterizing the changein the
length of the chain, and & is a parameter characterizing
the pairwise approach of the atoms in a chain toward
one another (the reduced amplitude of a static phonon
at the edge of the Brillouin zone). Substituting therela-
tion (2.3), the overlap integral B, ., ; becomes

Bons1 = bexp(=2+(-1)"¢), (24)

where b isthe overlap integral of the 3d wavefunctions
of an electron for nearest-neighbor atomsin the metal-
lic phasewith & = { = 0. The phases of the atomic wave-
functions for the Hamiltonian (2.1) are chosen so that b
in the expression (2.4) isrea and positive.

We shall diagonalize the Hamiltonian (2.1) using
Bogolyubov’s canonical-transformations method [14].
We switch to collective second-quantization Fermi

operators, ¢, and ¢, , using the formula

1 ikn
a,=—3yce,
N

where N is the number of atoms in the chain, k = —t+
2r/N, 1 =1, ..., N, and ¢, »; = C. In the new operator
representation the Hamiltonian (2.1) becomes

H = ZZbe{(clckcoshEcosk
k

(2.5)

(2.6)
+iCCy_SiNhEsink).

We now perform in the Hamiltonian (2.6) another
canonical transformation to the Fermi operators o, and

a, in accordance with the formula

_ o +iga, g

c, =
Y.

Thefunction ¢, in equation (2.7) ischosen so that in the
new variables a, and o, the Hamiltonian is diagonal

H = Z%GEGK-
k

(2.7)

(2.8)
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Substituting the expression (2.7) into the Hamilto-
nian (2.6) and equating the off-diagona elementsto O,
we find ¢, and the dispersion law g,:

cosh§ cosk — sgn( cosk) +/ cos’k + sinh°€ (2.9)

b = SnhEsink

g = 2be’™ sgn(cosk) A/ cos’k + sinhZE. (2.10)

It is evident from the relation (2.10) that the spectrum
€, with € # 0 possesses two bands, the lower band being
completely filled and the upper band being empty
(semiconductor phase) in the ground state. For & = 0 the
spectrum (2.10) is a single half-filled band (metallic
phase).

3. EQUILIBRIUM EQUATIONS

We now represent the potential energy U for the
interatomic interaction of the chain of atomsasfollows;
N-1

U= 3 Witnae) *+Fe EE

where

F, = uN—kBTZIn[1+ eprJ_skD} (3.2)
k

UkgT U

isthe covalent component of the potential energy andis
due to overlapping of the electronic wavefunctions of
the neighboring atoms, p is the chemical potential of
the electrons, kg is Boltzmann's constant, and T is the
temperature. The summation over kinthe expression (3.2)
extends over al possible single-electron states taking spin
degeneracy into account. The relation (3.2) is the free
energy F, of the dectronic subsystem and depends on the
relative arrangement of the atomsin the chain.

We now write thefirst term on the right-hand side of
the expression (3.1), describing the total potential
energy of the interatomic interaction of a chain of
atoms minus the covalent component (3.2), phenome-
nologically in terms of a Taylor series expansion in the
displacements of the atomsin the chain from their equi-
distant positions:

2 3
r—ro+°‘_2bET—r0D+°‘_3bET—r0D’
R 2U0RD e0RU

where q; is the dimensionless expansion coefficient of
the ith term.

The thermodynamically equilibrium values of the
order parameters of the metal—semiconductor phase
transition—¢ and {—in the mean-field approximation
can be determined from the conditions for a minimum
of the potential energy U (3.1):

a_LJZ a_LJZ
0% a7

W(r) = a;b

(3.3)

0, 0. (3.4)
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Substituting the expressions (3.1) and (3.2) into the
relation (3.4), we obtain the equations describing the
thermodynamic equilibrium of a Peierls system:

0
bwg+ago+szk@—o, (35)
oo, +a g+ FE+)|+ 25 5% = 0. 39
k
Here
f, = [1+ expgli = D} 3.7)

is the Fermi—Dirac distribution. Substituting the rela-
tions (3.7) and (2.10) into equations (3.5) and (3.6) and

switching from summation over k to J'v (E)dE, where
v(E)
2N|E|
m/(4b &% cosh’E — E?)(E2 — 4b%e X sinh’E)

is the electron density of states corresponding to the
electronic spectrum (2.10), we find

(3.9)

2GB.. tanh(E/2kT)dE

0,8 +058C — = J.,\/(BZ—EZ)(EZ—GZ) =0, (39
ay+al+ F(E+ 1)

(3.10)

L2 ® E2tanh(E/2K,T)dE
IJ(B—E)(E—G)

For convenience, the following notation has been intro-
duced in equations (3.9) and (3.10):

G =2be*snhE,

(3.11)

B =2be coshé. (3.12)

We shall determine the constants a,; and a, in the
expansion (3.3), which appear in the equations (3.9)
and (3.10) describing the thermodynamic equilibrium
of aPelerls system, on the basis of the following condi-
tions. From equation (3.10) and the condition

&(Ty) = ¢(Ty) =0

we have

b
2 " Etanh(E/2ksT)

2 o=

a, = = dE. (313
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Calculating the integral in equation (3.13), we obtain
approximately

a, = [1 - d(BTODj :

60p O (3.14)

The critical temperature T, of a Peierls-type struc-
tural phase transition in the mean-field approximation
isfound from the equation

Y

o’
Hence we obtain, using the relations (3.1)—(3.3) (see
aso equation (3.9)), an expression for the constant a:

(3.15)

£=(=0,T=T,

2b
o, = 80 BN(E/2KsTo) e

T3 EJa(’-E?)

Calculating the integral in equation (3.16), we obtain
approximately

(3.16)

4 2be

a, = - kBTO (3.17)

Thus, we have obtained the equations (3.9) and
(3.10) describing the thermodynamic equilibrium
which form a closed system for determining the tem-
perature dependences of the order parameters &(T) and
¢(T) of a Peierls system, taking into account the cubic
anharmonicity of the interatomic interaction. The con-
stantsa; and a, in the expansion (3.3), appearing inthe
equations of thermodynamic equilibrium (3.9) and
(3.10) of a Peierls system, are determined using equa-
tions (3.14) and (3.17).

4. THE ORDER PARAMETERS & AND (
OF A METAL-SEMICONDUCTOR PHASE
TRANSITION IN A PEIERLS SYSTEM
AT LOW TEMPERATURES

We shall analyze the equations of thermodynamic
equilibrium (3.9) and (3.10) for the order parameters &
and ¢ of a metal—semiconductor phase transition for
low temperatures, where

keT < besinhé. (4.1)
Then, we can set in equations (3.9) and (3.10)
E
T 1. 4.2

Cdlculating the integrals in equations (3.9) and (3.10),
we aobtain approximately

46 sthKD 1 pg_

GZE +GSEZ_ - EbOShED

0, (4.3
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ay+ al + 2+ )
(4.4)
L, 4e coshEED 1 p_

™ Clooshed &

where K(x) and E(X) are, respectively, the complete
normal Legendre elliptic integrals of the first and sec-
ond kinds. Expanding the dliptic integrals K(x) and

E(X) in series near the point x = 1 [15], and sinh§ and
cosh¢ inaTaylor seriesat the point & = 0, wefind from
equations (4.2) and (4.3) in the approximation § < 1

0(2+0(Z——[ B‘%‘u 2o E—} =0, (45)

;o + (74 1) +2E

(4.6)

Eliminating from equations (4.5) and (4.6) the
unknown coefficient a5, we obtain, specifically,

EZ+Z2
}W 20

4e’ &, .0
a1+azz+?[a+ [IHQDJ'Z

[Inﬁ%+ &H- E} a?g= 0.

D

4.7

The formula (4.7) is a relation between the order
parameters { and & of a metal—semiconductor phase
transition at low temperatures T, satisfying the condi-
tion (4.1).

5. NUMERICAL ESTIMATES, COMPARISON
WITH EXPERIMENT, AND DISCUSSION
OF THE RESULTS

We shall compare with experiment for vanadium
dioxide, which possesses a one-dimensional electronic
conduction band. This band isformed as aresult of the
overlapping of the 3d electronic wave functions of the
vanadium atoms arranged in chains paralld to the ¢
crystal axis[4]. In the high-temperature metallic phase
the width of the one-dimensional electronic conduction
band isE,; = 4b = 1.1 eV, and the distance between the
nearest-neighbor vanadium atoms along the chain is
ro = 0.285 nm. A metal— semiconductor phase transi-
tion is observed in VO, at the critical temperature T, =
340 K. The band gap in the electronic spectrum in the
low-temperature phaseis E, = 0.6eV and the distances
between the nearest-neighbor vanadium atoms along
the chain aternate; r; = 0.265 nm and r, = 0.312 nm.
Sincer; + r, > 2r,, the vanadium atoms are displaced
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relative to the axis of the chain, and the chain itself has
a zig-zag shape.

We shall calculate the effective radius R of the
atomic 3d electronic wavefunction using the experi-
mental data. We obtain from the relations (2.3) and
(2.10)

2r0|:|
U

E _
Eo

Hence we find, using the experimenta data for vana-
diumdioxide(T,=340K,E;=0.6eV,E;=4b=1.1¢V,
ro=285A,r,=265A,r,=3.12A), the approximate
value R = 0.41 A. This result agrees with the general
notion that the localization radius of the d and f wave-
functions of transition-metal compoundsis small [4].

Using therelation (2.3) we calculate the experimen-
tal values of the order parameters & and C of the system
to be

(5.1)

r,—

£ = 2R 1 057, (5.2)
_ fa¥ =21
{ = 252~ 000. (5.3)

Substituting in equations (3.14) and (3.17) the charac-
teristic numerical values of the parametersfor VO,, we
find the dimensionless coefficients a, and a5, in the
expansion (3.3) of the repulsive part of the potential
energy of the interatomic interaction in the Taylor
series in the displacements of the atoms from their
equidistant position in the chain:

Gl = _1.27, az = 5.02. (5.4)

Using the experimental value of & (5.2) and the values
of the parameters a, and a, (5.4) of the theory and
using equations (4.5)—4.7) we obtain the theoretical
values of the order parameter ¢ of the metal—semicon-
ductor phase transition and the cubic anharmonicity
coefficient a:

7=038, oy=-7.90. (5.5)

Thus, the theoretical value of the parameter ¢ (5.5)
characterizing the elongation of a chain of atomsisthe
same as the experimental value (5.3) in order of magni-
tude. The difference seems to be due to the small num-
ber of termsin the expansion (3.3) of the repulsive part
of the interatomic interaction energy and the influence
of vanadium atoms from neighboring chains and the
nearby oxygen atoms on the chain of the vanadium
atomsinVO.,.

Substituting in equation (4.1) the numerical values
characteristic for vanadium dioxide, we find the condi-
tion of applicability of the approximation (4.2) used in
the derivation of equations (4.3)—(4.7):

T < 1000 K.
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We note that the coefficients a, and a5 in the expan-
sion (3.3) can be estimated independently using the for-
mula

ER’r,
az = b ’

where E isYoung's modulus of the crystal along the ¢
crystallographic axis, and the relation [16]

(5.6)

201,05
R’

where o is the linear thermal expansion coefficient of
the material along the c crystallographic axis.

Substituting in the expressions (5.6) and (5.7) the
characteristic numerical values E = 3 x 10'? din/cm?
and a; = 107 we obtain the numerical values of the
coefficients: o, = 5and a; = —10, which are close to the
corresponding values (5.4) and (5.5) calculated on the
basis of the theory examined in this paper.

Og=—

(5.7)

CONCLUSIONS

In summary, in the present paper a one-dimensional
model, taking into account the cubic anharmonicity of
the interatomic interaction, was proposed for a Peierls-
type metal-semiconductor phase transition. It was
shown that at a phase transition into the semiconductor
state one-dimensional deformation (elongation or com-
pression) of the chain of atoms is also observed
together with the pairwise approach of the atomsin a
chain toward one another (dimerization).

An interpretation based on the results obtained was
given for an experiment on the metalsemiconductor
phase transition in vanadium dioxide [4]. The numeri-
cal values of the effective radius R of the atomic 3d
el ectronic wavefunction, the reduced parameter { char-
acterizing the elongation of the atomic chain, the
dimensionless coefficient of elasticity a,, and the cubic
anharmonicity constant a,, all calculated on the basis
of the proposed theory, agree with the experimental
data and with independent estimates.

We note that for most known quasi-one-dimensional
materials (TCNQ salts, TaS;, TaSe;, NbS;, NbSe;,
KosM0O;, (NbSe)gsl, (NbSe),l, and others [3]) the
experimentally measured value of theband gap E(T < Tg)
in the electronic spectrum is several-fold greater than
the value computed on the basis of the harmonic and
mean-field approximations [3]:

Ey(T < To) = 3.5ks Ty (6.1)

Taking into account the effect of fluctuations (which
goes beyond the scope of the mean-field approxima-
tion) improves the agreement between theory and
experiment [17]. But it seems that this does not com-
pletely solvethe problem, since even aweak nonunifor-
mity of the system leads to a strong suppression of the
fluctuations [1]. In the present paper it was shown that
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another important factor, which can increase E, sev-
eral-fold compared with the value (6.1), is the cubic
anharmonicity of the interatomic interaction (going
beyond the scope of the harmonic approximation).

Cubic anharmonicity of the interatomic interaction
also engenders auniform elongation of aPeierls system
at atransition into the low-temperature semiconductor
phase. As aresult, the unit cell of athree-dimensional
crystal, consisting of a collection of mutually parallel
Peierls atomic chainsin amatrix consisting of atoms of
a different kind, undergoes substantial deformation,
specifically, rhombohedral [18] or monoclinic [4] dis-
tortion. In this case Peierls chains themselves can
assume a zig-zag shape [4].
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Abstract—Results are presented of a complex study of the magnetic and resistive properties, the Hall effect,
the thermal emf, and the longitudinal Nernst—Ettingshausen effect of an Lag gBay ,MnO; single crystal at tem-
peratures between 77 and 400 K. A maximum was observed near the Curie temperature T, on the temperature
dependences of the resistivity, the thermal emf, and the normal Hall coefficient. It was established that the
Hall mobility remains constant near T. It is shown that these anomaliesin the kinetic properties are attribu-
table to a change in the position of the mobility edge relative to the Fermi level. A semiphenomenol ogical
theory is put forward to quantitatively describe the temperature and magnetic-field dependences of theresis-
tivity and thermal emf of lanthanum manganites near the phase-transition temperature. © 2000 MAIK

“Nauka/Interperiodica” .

1. INTRODUCTION

Lanthanum manganites La _,D,MNnO; where
D =Ca, Sr, Ba, are attracting interest because of the
colossal magnetoresistance (CMR) effect, see the
reviews [1-4]. Theinitid oxide LaMnO; is an antiferro-
magnetic insulator. Doping with divalent metas changes
the antiferromagnetic ordering to ferromagnetic and low-
ers the resdtivity. At a certain concentration x., which
depends on the type of divalent ion and the heat treatment,
a metal-insulator concentration trangition takes place
with the result that at T < T, (T, is the Curie tempera-
ture) the conductivity becomes metallic. In the para-
magnetic phase however, the temperature dependence
of the resistivity p usually remains semiconducting
(with dp/dT < Q) even for x > x; in other words, a
metal—nsulator temperature transition takes place near
T.. Metallic conductivity at all temperatures has only
been observed in La _,Sr,MnO; single crystals for
0.3<x=<04[5].

In manganites having a divalent ion concentration
closeto x; (both with x < X, and x 2 x.) asharp resistivity
peak is observed near T, and which is reduced and
shifted toward higher temperatures on application of a
magnetic field. The temperature Ty at which the resis-
tivity peak is observed is frequently considered to be
the metal-insulator transition temperature because at
T=Tr"“metalic” behavior (with dp/dT > 0) isreplaced
by semiconducting behavior. The magnetoresistance
Ap/p aso has a sharp peak near T, and may attain
extremely high (“colossal” values) if the magnetic field is
fairly strong. There are reports of similar singularities on
the temperature dependences of the therma emf, see for
example[6, 7]. Thenature of these anomalieshasyet to be

clarified despite numerous studies of CMR materials.
Following the publication of [8] the CMR effect isfre-
guently attributed to the existence of strong electron—
phonon interaction leading to the formation of small-
radius polarons. Many authors stress the inherent ten-
dency of manganitesto form inhomogeneous states and
to undergo phase separation [1, 9-13]. Some studies
(for example, [14, 15]) draw attention to the existence
of strong disorder in manganites, both nonmagnetic
and magnetic, the latter increasing abruptly near the
Curie point. Existing data on the properties of CMR
manganites cannot be used to distinguish between the
different scenarios since only results of measurements
of the resistivity and magnetoresistance are given in
most cases and in only a few cases is the thermal emf
given. Data on the Hall effect [16-30] mainly refer to
thin-film samples [16-25] and in many cases, the
method of determining the norma Hall coefficient
from results of measurements of the Hall resistivity py
isof dubiousvalidity In[26] the Hall effect was studied
in La _,Sr,MnO; single crystals with x > x, = 0.17 but
outside the range where CMR is observed. Studies of the
magnetic properties are confined to determining the Curie
temperature and in many casesthe question of the interre-
lationship between the magnetic and kinetic characteris-
ticsis not even addressed.

In the present paper we report results of a complex
study of the magnetic, electrical, galvanomagnetic, and
thermomagnetic properties of La,gBa,,MnO; single
crystals. Thiscrystal was selected for the study because
of the lack of dataon the properties of single crystals of
thistype of manganite. The results suggest various con-
clusions which in our view are important for under-
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Fig. 1. (a) Magnetization isotherms of an Lay gBag ,MNnO3
single crystal at T = (1) 78 K, (2) 206 K, and (3) 231 K.
(b) Temperature dependence of the susceptibility of the
paraprocess.

standing the transport processes in all manganites with
colossal magnetoresi stance.

2. SAMPLES AND METHOD

Single crystals of La,sBa,,MnO; were grown by
the floating zone method described in [31]. Samplesfor
X-ray analyses and measurements of the magnetic and
kinetic properties were cut from the ingot.

The crystal structure and composition were investi-
gated using a DRON-3 diffractometer using Cr K, radi-
ation. The temperature dependence of the X-ray spectra
was studied in the range 80-300 K under heating. The
spectra obtained at room temperature were processed
using the FullProf code [32].

The resitivity p, magnetoresistance Ap/p, thermal
emf coefficient S magnetotherma emf (longitudinal
Nernst—Ettingshausen effect), and the Hall resistivity
py were measured using the same samplein the form of
an 8 x 3 x 0.6 mm wafer whose long side was cut par-
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ale to the rhombohedral c-axis. The magnetization
curves were recorded using a vibrating magnetometer
in a magnetic field having the same direction as in the
measurements of the Hall effect. The resistivity of the
sample was measured by a standard four-contact
method. The thermal emf was measured at a tempera
ture difference of around 3 K produced by a heater
positioned near one edge of the sample. The tempera
tures of the sample ends were monitored using two cop-
per—constantan thermocouples. The thermal emf and the
Hal emf were measured by a potentiometric method. In
order to eliminate side effects the Hall emf was measured
for two directions of the magnetic field and the current in
the sample. In al cases, a magnetic field of up to
15 kOe was directed perpendicular to the plane of the
wafer. Indium contacts were deposited on the samples
using an ultrasonic soldering iron.

The sample was cooled to the required temperature
without applying a magnetic field.

3. RESULTS OF MEASUREMENTS

At temperatures T < 185 K the diffraction patterns
of LaygBay,MnO; only exhibited lines of the orthor-
hombic phase Pobnm, at T > 196 K only lines of the

rhombohedral phase R3c were present, and at 185 K <
T < 196 K lines of both phases coexisted. Thus, in this
particular manganite a first-order structural phase tran-
sition takes place near T = 190 K. The magnetic and
kinetic properties exhibited hysteresis characteristicsin
thisrange and these are analyzed in detail in [33]. How-
ever, the change in the crystal structure has no signifi-
cant influence on the general profile of the temperature
dependences of the magnetization and kinetic coeffi-
cients and consequently any changes associated with
the structural transition will subsequently be neglected.

The general form of the magnetization curvesistyp-
ical of ferromagnets, see Fig. 1. The Curie tempera-
ture T, determined by the method of thermodynamic
coefficients is 251 K. The paramagnetic temperature
determined from the curve giving the temperature
dependence of the reciprocal susceptibility in the para-
magnetic range was considerably higher: © = 260 K,
which indicates that this single crystal possesses mag-
netic inhomogeneity.

The spontaneous magnetization M(T) and the sus-
ceptibility of the paraprocess x(T) were determined by
linearly extrapolating the magnetization curve in the
range of fields between 7 and 15 kOeto H = 0. Treating
the temperature dependence M(T) asfollowing the law
M4(T) = M{(0) — const T 32 yielded the estimate M(0) =
490 G which corresponds to the magnetic moment of
the manganese ion 3.3 and is considerably lower than
the value of 3.8 obtained from the doping level. The
temperature dependence x(T) has a well-defined peak
at T = ©. However, instead of adrop in the susceptibil-
ity with decreasing temperature typical of ferromag-
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Fig. 2. Temperature dependences of the resistivity p of
an Lag gBag o,MnO3 single crystal at H = 0 (0) and H =
10 kOe (4). Curves 1-3 give the calculated values: (1) p(T)
for H = 0 neglecting the inhomogeneous distribution of the
magnetization; (2) and (3) p(T) for H=0and H = 10 kOe,
respectively allowing for theinhomogeneous distribution of
the magnetization.

nets, the curve x(T) exhibits a continuous increase in
susceptibility in the range T < 200 K. Consequently, in
addition to ferromagnetic regions, the sample also con-
tains nonferromagnetic regions which determine the
temperature dependence of X at T < 200 K. In order to
estimate the volume of these regions we plotted the
curves M(H™) and found that the saturation magnetiza-
tion Mg, isof the order of 560 G, i.e., 3.8ug per Mnion.
Thus, the volume of the nonferromagnetic regions is
around 10% of the total sample volume. A similar esti-
mate was obtained previously (by a different method)
for an Lay4Srg1MnO; single crystal [34].

Figure 2 givestemperature dependences of theress-
tivity p(T) a H = 0 and H = 10 kOe. As the temperature
increases from 80 to 150 K, the resistivity decreases and
then acquires a metallic character (dp/dT > 0). From
210K theresistivity increases steeply and at T = 260 K
reaches a maximum after which it becomes “semicon-
ducting” (dp/dT < 0). The magnetic field lowers the
resistivity and shiftsitspeak toward higher temperatures.

Figure 3 shows temperature dependences of the ther-
mal emf inzerofield §0) and inafidd H = 10 kOe, S(H).
At low temperatures both coefficients are negative and
their modulus decreases with increasing temperature.
At T = 210 K the coefficients J0) and S(H) simulta-
neously change sign and begin to increase rapidly with
increasing temperature, where §0) > SH). The coeffi-
cient S0) reaches a maximum at T = 270 K and then
begins to decrease smoothly.

Figure 4 givesfield dependences of the Hall resistiv-
ity py = RB + RM for various temperatures, where R,
and R, are the normal and anomalous (spontaneous)
Hall coefficients, B is the induction in the sample, and
M is the magnetization [35]. For this particular sample
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Fig. 3. Temperature dependences of the thermal emf coeffi-
cient Sof an Lag gBag ,MnO3 singlecrystal a H =0 (0) and
H = 10 kOe (2). Curves 1-3 give the calculated values:
(1) (1) for H = 0 neglecting the inhomogeneous distribu-
tion of the magnetization; (2) and (3) T) for H = 0 and
H = 10kOe, respectively alowing for the inhomogeneous
distribution of the magnetization.

geometry the demagnetization factor is close to one so
that we can assume B = H. In the ferromagnetic region
in weak fields we observe an abrupt dependence of py
on H whereas for H > 6 kOe the dependence py(H) is
linear. Figure 5 gives temperature dependences of the
coefficients R, and R, calcul ated using the curves p,(H)
and M(H) asin our earlier studies[27-30]. At low tem-
peratures the normal Hall coefficient is negative. At T =
200 K the coefficient R, becomes positive, increases
rapidly with temperature, and reaches a maximum at
T =261 K. The anomalous Hall coefficient is negative
at all temperatures; no extremum was observed on its
temperature dependence.

Pu, HQ cm

|
0 5 10 15
H, kOe

Fig. 4. Isotherms of the Hall resistivity py a T = (1) 96 K,
(2) 206 K, (3) 224 K, (4) 241K, and (5) 279 K.
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Fig. 5. Temperature dependences of the normal (Rg) and
anomalous (Rg) Hall coefficients. Theinset shows the depen-
dence of the normal Hall coefficient on the resistivity p.

4. THEORY

We shall now propose a theoretical model. We shall
start from the assumption that any change in the kinetic
characteristics of manganites with x ~ x, may be
described as the result of achangein the position of the
hole mobility edge €, relative to the Fermi hole energy
€. Thevalue of €, is determined by the disorder in the
system which may be either magnetic, i.e., determined
by spin fluctuations or nonmagnetic caused by the pres-
ence of impurity atoms, vacancies, and so on. It was
shown in [14, 36] that in the narrow-gap s—d model,
which is now usualy caled the double exchange
model, the growth of fluctuations as the phase transi-
tion point is approached from the low-temperature
region leads to an appreciable shift of €. toward higher
hole energies. If the mobility edge intersects the Fermi
level, ametal-insulator transition takes place.

A simple semiphenomenological theory was pro-
posed in [15, 37] to describe the change in the position
of the mobility edge near the Curie point. It is assumed
that near T, when the relative magnetization mis low,

€. isalinear function of m?: g, = A, — AP, where A,
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and A, are constants to be determined experimentally.
Following [38], we write the conductivity o in theform

00

ID apr(e)de (1)

Byl

where f(g) isthe Ferml function. It was noted in [39] that
if €. iscloseto g, we can assume that o(€) = a(e) = G,
where 0, is the minimum metallic conductivity so that
o = o,,f(g;). Consequently, any change in the conduc-
tivity is caused by changesin the carrier concentration
in delocalized states. For the resistivity near T, we
obtain

p = polexp(E°/T) +1], )

where p, = 0, EP = g, — € = Ay — & — AP If
Ay — € > 0 in the paramagnetic region for H = 0 the
resistivity has an activational character with the activa-
tion energy E§ = A, — ¢¢. If the magnetic field is non-
zero or the temperature drops below T, the activation
energy decreases causing a drop in the resistivity. If

ES <A, at acertain temperature Ty, < T, ametal—insu-

lator transition takes place and as the temperature T
drops further, the temperature dependence of the resis-
tivity is determined by the change in the carrier mobil-
ity rather than their concentration. The boundary between
these regimes can be taken to be the temperature at which
P = Po-

We shal now consider the therma emf. The formula
obtained by Mott [39] neglectstheinteraction of carriers
with other elementary excitations. Thus, Fritzsche [40]
proposed a more genera expression for Swhich can be
conveniently written in the form

K W(e, T
S= cl;eB 8——-————£F (e )Daf%J(s)de 3)

€

where kg is the Boltzmann constant and e is the modu-
lus of the electron charge. In the absence of drag effects
W= 0; for W= 0 which corresponds to the case of elas-
tic scattering [41, 42], expression (3) yields the Mott
formula. For our purposes the integral containing the
function W can be estimated using the mean-value the-
orem which leads to the appearance of the term
(ks/€)(W T) in the expression for Swhere W =W(E, T),
€ >¢. ify=EP/T> 1,then € =¢,. Assuming in the
remaining integral o(g) = o(g,), for the metal—insulator
transition region we obtain

KarES i}
= EB[E? +(@+1)In(L+e y)}, 4
whereES=EP— W.
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In manganites with colossal magnetoresistance, the
value of W in the paramagnetic region is usualy

greater than zero and closeto E{ whichisusually inter-

preted as evidence of the existence of strong electron—
phonon coupling leading to the formation of small-
radius polarons[6, 43]. An analysis of our experimental
results made in the following section shows that the
magnetic rather than the phonon system plays the

major role in the formation of W. At first glance, this
contradicts the idea that carriers activated at the mobil-
ity edge behave in many respects as free carriers. This
is because unlike amorphous materials, in manganites
the magnetic disorder determining the position of the
mobility edge is dynamic rather than static. Conse-
guently, the propagation of carriers having an energy of
the order €. is accompanied by a cloud of magnetic

excitations which results in a nonzero value of W. As
the magnetic disorder decreases, i.e., a m increases,

the value of W should decrease. We shall assume that

W =W, — W;n?, where W, and W, are positive con-
stants. It will be shown below that this assumption
agrees with the experiment.

The concept of acloud of perturbations accompany-
ing an electron isvalid aslong asthe radius of the cloud
is substantially shorter than the distance between the
mobile carriers. On transition to the metalic region, the
distance between neighboring holes in manganites
undergoing a metal—insulator transition becomes of the
order of magnitude of the distance between neighboring
manganese ions, which should lead to destruction of the

cloud and an appreciable drop in W. Then, the usual
relationship SO T remains vaid for the metalic region.

It will be shown that the inequality y > 2 is satisfied
for the La, gBa, ,MnO; single crystal under study. In this
case, we can assume that

p = poexp[(ES —A,m%)/T], ()

and set (¢ + 1)In(1 + €¥) = 1 in expression (4). Then,
carriers whose role in the conductivity is negligible
may make a significant contribution to the thermal emf.
For simplicity we shall assume that this contribution
does not depend on T in the temperature range of inter-
est, which yields the following expression:

ko ES— ESm?
S= S)"‘EB%, (6)

where E§ = ES —W,, EJ = A, -W,.

In the temperature range where activation predomi-
nates at the mobility edge the normal Hall coefficient
should be positive since the Aharonov—Bohm loop
includes four manganese ions and the Hall mability

should be of the order of 0.1 cm?/(V s) [38].
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Fig. 6. Dependences of the differences between the resistiv-
ity p(0) — p (H = 10 kOe) and the therma emf S0) — S
(H = 10 kOe) on the square of the magnetization for T =
(0) 316 K and (®) 335K.

5. DISCUSSION OF RESULTS

We shall first consider the range T > 200 K where
peaks are observed for the resistivity, thermal emf, and
coefficient R,. The normal Hall coefficient and thermal
emf are positive in this range. As the temperature
increases from 210 to 250 K, the resistivity and R,
increase fivefold, the coefficient R, being directly pro-
portional to p, see inset to Fig. 5. Consequently, the
Hall mobility remains the same at i = 0.07 cm?/(V 9).
We can conclude that at T > 210 K the kinetic effects
are determined by holes activated at the mobility edge.

At T> 250K the normal Hall coefficient ceasesto be
proportional to the resigtivity. In our view this may be
because R, and R, are determined with an appreciable
error in this range where p varies substantially on appli-
cation of a magnetic field, in our case when T > 250 K.
However, we note that the Hall mobility calculated for
T>250K isasocloseto 0.1 cm?(V s). Hence the acti-
vation at the mobility edge near T, plays aleading role
both below and above the phase transition point.

In order to determine the parameters appearing in
formulas (5) and (6), we used datafor T > 300 K. From
the temperature dependences of the resistivity and the
thermal emf at H = O we obtained: py, = 1.5 mQ cm,

EP =1120K, §,=-38 uV/K, and Ey = 190K. In order

tofind A, and ElS we constructed dependences of Ap =
p(0) — p(H) and AS = §0) — SH) on the square of the
magnetization at fixed temperatures. We can see from
Fig. 6 that Ap and AS are proportional to M? which is
consistent with the formulas in the preceding section.
Using the saturation magnetization My; = 560 G we

obtained A, = 1100 K and E; = 180 K.
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of the resistivity p(0) — p (H = 10 kOe), the thermal emf
S0) — S(H = 10kOe), and the square of the magnetization
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Temperature dependences of Ap, AS, and AM? =

M?2(H) — Ms2 are plotted in Fig. 7 for H = 10 kOe. We

can see that near the resistivity peak the profiles of the
curves Ap(T) and AS(T) are amost indistinguishable
and are similar to the curve of AM?(T) for T > 210 K,
i.e., where the ferromagnetic regions make the domi-
nant contribution to the susceptibility. This confirms
our assumption that the changes in the resistivity and
the thermal emf are determined by the change in the
square of the magnetization not only in the paramag-
netic region but also near the Curie point.

Using the values obtained for p,, ES, A,, E5, and

Ef and the experimental values of the spontaneous

magnetization, we calculated the temperature depen-
dence of the resistivity and the thermal emf for H = 0.
The results are given by the dot-dash curvesin Figs. 2
and 3. The calculated curves 1 accurately reproduce the
profile of the peaks although they lie above the experi-
mental pointsin the ferromagnetic region. In our view,
this difference can be attributed to the magnetic and
electrical inhomogeneities of the sample. It has been
noted that approximately 10% of our sample volumeis
occupied by nonferromagnetic inclusions. It follows
from the results of measurements of the resistivity of
La _,Sr,MnO; single crystals [5] that for samples with
X ~ X theresistivity dependsweakly on xinthefar para-
magnetic region but depends very strongly on it when
T < T.. Bearing in mind that the difference in the sus-
ceptibility is reduced when T > T, we can assume that
the sample is in comparatively homogeneous electric
and magnetic states if the temperature is considerably
higher than T.. Thus, we determined all the parameters
from the results of measurements in the paramagnetic
region. On transition to the magnetically ordered phase,
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the material becomes magnetically and electrically
inhomogeneous. Since the current flows predominantly
in the ferromagnetic regions possessing low resistivity,
in formulas (5) and (6) we need to substitute the mag-
netization of these ferromagnetic regions rather than
the experimentally determined average over the sam-
ple. This circumstance can be taken into account most
easily by substituting into (5) and (6) val ues of the mag-
netization 10% higher than the experimental values. In
this case the role of inhomogeneity is exaggerated in
the paramagnetic region but this is unimportant since
the magnetization in this region is low at the magnetic
fields used. Results of calculations of p(T) and ST)
allowing for this correction for H = 0 and H = 10 kOe
are given by the solid (2) and dashed (3) curvesin Figs. 2
and 3. For the resistivity the theoretical and experimen-
tal curves are very similar whereas for the thermal emf
the agreement between theory and experiment is
dlightly inferior although in this case, the peak profile
and its change on application of the magnetic field can
be reproduced quite satisfactorily. We stress that all the
parameters used in the calcul ations were obtained from
independent experiments and no additional fitting was
carried out.

It follows from this reasoning that the abrupt
decrease in the resistivity on transition to the magneti-
cally ordered state is caused by a reduction in the acti-
vation energy; in this case the material continues to be
in the dielectric state. This is consistent with the fact
that at all temperatures the resistivity of this single
crystal is several times higher than p,,.

We can see that the inhomogeneity of the material
must be taken into account for a quantitative comparison
between theory and experiment. Quite clearly, alowing
for this inhomogeneity by eliminating the nonferromag-
netic regions from the analysis while implicitly assuming
that the ferromagnetic regions are dectrically homoge-
neous is a very rough approximation since in general
the ferromagnetic regions are also inhomogeneous. It
may well be that the difference (up to 10-20%)
between the experimental and theoretical curves for
250 K < T< 300 K (see Figs. 2, 3) arises because the
inhomogeneity must be taken into account more accu-
rately in thisregion.

In the literature attention has repeatedly been drawn
to thefact that in lanthanum manganites thereis alarge
difference between the activation energies of the resis-
tivity and the thermal emf in the paramagnetic region
and this difference depends weakly on H. On thisbasis
it is concluded that for T > T, interaction of carriers
with lattice vibrations predominates and charge trans-
port is achieved by hopping of small-radius polarons
(single-site polarons). However, the internal parameter
is not the magnetic field but the magnetization. In our

case we have W = EP — ES = (930-920n?) K. The

strong dependence of W on mindicates that magnetic
interactions play a dominant role while the weak
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dependence of W on H is caused by the weak magnetic
susceptibility in the paramagnetic range.

The strong dependence of W on the magnetization
impliesthat an electroninany Mn site also sensesthe spin
of neighboring sites. Consequently, in these materials an
el ectron excited to the maobility edge moves surrounded by
a“cloud” of magnetic excitations. Theradius of thiscloud
(in other words the characterigtic radius of the carrier
wave function) is no less than the distance between the
nearest manganese ions so that the cloud covers many
lattice sites. This conclusion agrees with the results of
recent theoretical studies [44, 45].

We shall now consider temperatures T < 200 K. In
this range the normal Hall coefficient is negative which
suggests that three-site processes predominate [38].
Bearing in mind the substantial difference between the
calculated and experimental curves of p(T) and ST),
the change in the dependence of the thermal emf onthe
magnetic field (see Fig. 7), and the rapid increase in
resistivity at T < 120 K, we can conclude that at low
temperatures conduction is mainly achieved by hop-
ping between localized states and not by activation at
the mobility edge. This conclusion is completely con-
sistent with general reasoning on the role of various
conduction mechanisms in disordered materials [38]
and with data from optical experiments [46, 47] which
indicate that various types of localized states are
present in materials with colossal magnetoresistance.
A specific feature of manganites is that the parameters
describing the hopping conduction at T < T, should
depend on the magnetic state but differently from the
mobility edge near the Curie temperature. Asfar asthe
authors are aware, no such calculations have yet been
made.

6. CONCLUSIONS

Near the Curie temperature single crystals of lantha
num manganites close to the metal—insulator concentra-
tion transition exhibit the same singularities on curves
giving the temperature and magnetic-field dependences
of the resistivity. We can thus assume that the results
obtained from our study of an La,gBa,,MnO; single
crystal are general and reflect the physics of transport
processes in al lanthanum manganite single crystals
with X ~ X, regardless of the type of doping. We can
briefly formulate these as follows.

Near the Curie temperature the dominant conduction
mechanism is activation at the mobility edge. Colossal
magnetoresistance and other anomalies of the kinetic
coefficients are caused by shift of the mobility edge on
gpplication of amagnetic field and/or achangein temper-
ature which lead to changesin the carrier concentration
in the delocalized states. The steep drop in the resistiv-
ity accompanying a transition to the magnetically
ordered state does not imply a transition to metallic
conductivity, as is usually assumed, but is caused by a
drop in the activation energy. From this it follows that
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the temperature at which the resistivity is highest can-
not generally be considered to be the metal—insulator
transition temperature.

Far from T, hopping between |ocalized states can make
asubstantial contribution to the kinetic coefficients.

Carriers activated at the mobility edge move accom-
panied by acloud of different excitations among which
magnetic excitations are the most important.

Theinhomogeneity of the materials playsan important
rolein forming the kinetic properties of these manganites,
in particular determining the temperature dependence of
the kinetic coefficients near the temperature of maxi-
mum resistivity.
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Abstract—Quantum-statistical calculations are presented for the anomalous Hall effect in a magnetic sand-
wich with atunnel junction across a thin dielectric spacer. The tunneling current flows across the junction per-
pendicular to the plane of the layers while the Hall component of the current liesin this plane. The Kubo for-
malism and the Green’s functions are used to cal cul ate the contribution of skew scattering to the Hall conduc-
tivity. The classical size effect in the Hall conductivity of this structure is studied and two new effects are
observed. Oneisassociated with the dependence of the effective el ectric field in the magnet on the transparency
of thedielectric potential barrier for electrons when the current flows perpendicular to the layers of the structure
and may be called “geometric”. The other occurs as a result of the influence of the strong electric field in the
dielectric on the electron motion in the adjacent magnetic layers.

1. INTRODUCTION

Recently considerable attention has been paid to
studies of multilayer magnetic structures: sandwiches
and superlattices. It has been observed that these struc-
tures possess giant magnetoresistance [1-3] and this
effect has been extensively studied theoretically [4-6].
Models have been developed to calculate the anoma-
lous Hall effect in thin magnetic films[7, 8] and multi-
layer structures[9, 10]. It is generally assumed that the
Hall emf in ferromagnets has two components. normal
and anomalous. The constant of the anomalous Hall
effect may differ in order of magnitude from the constant
of the normal effect and may even have a different sign.
In [9] the side jump mechanism was studied for the
anomalous Hall effect and the authors concluded that the
Hall conductivity (associated with the off-diagona com-
ponent of the electrical conductivity tensor) is propor-
tional tothe ordinary conductivity (diagonal component)
with a coefficient determined by the average spin—orbit
interaction. Another mechanism responsible for the
anomalous Hall effect, skew scattering, involved allow-
ing for the three-point character of the conductivity
which resulted in the absence of a simple relationship
between the Hall conductivity and the ordinary conduc-
tivity [10]. A study of this mechanism for the anoma-
lous Hall effect showed that when the classical size
effect is taken into account, the Hall constant depends
nonlinearly on the thickness of the magnetic layers and
even in the limit of large layer thickness differs when
the primary current flows parallel and perpendicular to
the plane of the layers. This difference depends on
which type of electron, sor d, makes the main contribu-
tion to the anomalous Hall effect [10].

Interest isnow being focused on studying multilayer
magnetic structures with atunnel junction across athin

dielectric layer in which the electric current is produced
by eectron tunneling through the potential barrier
formed asaresult of adifference between the band struc-
tures of the metal and the dielectric [11-16]. In these
magnetic structures the potential profile for electrons
belonging to subbands with different directions of spin
varies asthe relative orientation of the magnetizations of
neighboring ferromagnetic layersvaries, which naturally
influences their electrical resistance. For this reason
these structures were called “magnetic valve’ structures
and the effect similar to the giant magnetoresi stance was
called tunneling magnetoresistance. Experimental stud-
ies of these structures were started some time ago [17]
but an appreciable tunneling magnetoresistance at room
temperature, which makes these compounds potentially
useful for applications in microelectronics, was only
observed comparatively recently [11, 13, 14].

The Slonszewski quantum-mechanical model [18]
neglecting electron scattering and a quantum-statistical
model using the Kubo formalism [19, 20] have been pro-
posed to describe this phenomenon. It has been shown
that the magnetoresistance of tunnel-junction magnetic
structures is mainly attributable to d-electrons, in con-
trast to structures with a paramagnetic metal spacer
where the more mobile s-electrons play the most impor-
tant role.

In the present paper we put forward cal culations of the
anomalous Hall effect produced as a result of skew scat-
tering of spin-polarized d-electrons caused by spin—orbit
interaction in a magnetic sandwich with atunne junction.
Asfar aswe are awvare, these are the first calculations of
this type. The calculations are based on the Kubo for-
malism using the method of Green’s functions and a
model developed in [10] to describe the anomalous
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Hall effect in magnetic sandwiches with anonmagnetic
metal spacer.

2. MODEL

We shall consider a sandwich consisting of two fer-
romagnetic layers of thickness a, and a; separated by a
thin dielectric spacer of thickness a,. The spacer should
be sufficiently thin (of nanometer order) so that the tun-
neling current, which decreases exponentialy with
increasing layer thickness, can be observed. The tun-
neling current flows perpendicular to the plane of the
layers (z-axis) under the action of an external electric
field E, produced by a voltage applied to the two mag-
netic layers. The magnetization vectors lie in the plane
of the layers (we assume that one of these is directed
along the z-axis) and may change their relative orienta-
tion from paralel to antiparallel depending on the
external magnetic field. The Hall conductivity p isthen
measured along the x-axis and the Hall field is denoted
by E,.

Electrons from the s and d-bands of the metal layers
contribute to the tunneling current. However, since skew
scattering as a result of spin—orbit interaction can be con-
sidered to be negligible for s-eectrons, the d-eectrons
make the dominant contribution to the formation of the
anomalous component of the Hall field. In addition, the
d-band has stronger spin splitting which results in a
large conductivity difference between the different spin
channels. Thisis taken into account by introducing the
values of the Fermi quasimomentum k., and kg, for the
d-subband electrons with projections of the spin mag-
netic moment paralel and antiparallel to the magneti-
zation, respectively. Thus, we shall subsequently con-
sider a system of d-electrons using the model of an
electron gas inserted in a structure with a spin-depen-
dent potential profile in the z direction, alowing for
spin-dependent skew scattering in the bulk of the ferro-
magnetic layers.

The ferromagnetic layers are considered to be suffi-
ciently thick so that interference of eectron waves
reflected from their externa boundaries can be neglected,
i.e., the size effect associated with quantization of the
z-projection of the electron quasimomentum in the two
potential wells of the metal layers can be neglected.
Allowance for this quantum size effect is outside the
scope of our formulated problem.

The structure of the magnetic sandwich is spatially
inhomogeneous in the z direction perpendicular to its
plane but the configuration-averaged quantities are
trandationally invariant in the xy plane. Thus, we use a
mixed coordinate-momentum k—z representation where
k is the projection of the quasimomentum in the xy
plane and zis the coordinate along the z-axis. The elec-
tron wave function is a plane wave with the damping
Yo = h?keo/ml, as aresult of scattering in the magnetic
layers and decays exponentially inside the dielectric.
Here m is the effective mass of the d-band electrons,
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|, is the mean free path of an electron having the spin
projectiona =1 or a = |, and  is Planck’s constant.
The origin on the z-axis is located at the center of the
dielectric layer a,. Then taking into account the condi-
tions for continuity of the Green's function and its
derivative at the layer interface and also the conditions
for suppression of spatia correlations at infinity, the
Green'sfunctions of this problem may be written in the
form

ma, [ [ azD} g+ip,
expl i + =5 -—
TN Pt 20] q-ip,

<oof-408 S o 2

for—a; —a,/2<Z <z<-a,/2,

G(z 2) =

2mayexp[—i py(z + a,/2)]

G(z2) = _ -
‘ 12(q—ipy)(d—ip;)exp(day)

0
x %(q—lps)exp[—Q%—%ZB} (1)

. a7 U
+(a+ips)exp|afy -5 0

for—a,—a,/2<z<-a,/2<Z < a,/2.

4gma,
12(q—ipy)(1—ips) exp(qay,)

. a. . a
x exp[—l Pzt 528} exp[l Psff - EZE}

Gz 2) =

for

—y—a,/2<z2<-a,/2, a,/2<Z<a,/2+a;.

In these expressions the z-projection of the electron
guasimomentum in the ferromagnetic layersa; and a5 is
denoted as

Pz = Cyatidy s = «/krzrl,s—kz"‘zmi\/l,s/ﬁzv
and inside the dielectric layer thisisanimaginary quan-

tity:
NGRS

where #2Q%2m is the height of the potential barrier
above the Fermi level, the subscripts 1 and 3 indicate
the 1 or | spin projection of electrons in the selected
spin channel on the direction of magnetization in the
particular ferromagnetic layer a; or as, respectively and
a, is the crystal lattice constant. We neglected here
small terms with respect to exp(—ga,).

No. 6 2000



ANOMALOUS HALL EFFECT IN MAGNETIC SANDWICHES

Thediagona components of the conductivity tensor
0,(z,Z) and 0,(z, Z) are calculated using the Kubo for-
mula[19]. The average value 0,,(z, Z) of the diagonal
conductivity in the layer plane when the coordinates z
and Z belong to the same ferromagnetic layer is the
same of the conductivity of the bulk sample. If zand Z
lie in different layers of the tunnel junction structure,
the diagonal conductivity is exponentially small.

The expression for the off-diagona (Hall) conduc-
tivity iswritten as [10]

ﬁez ~a— ~ o+
GXZ(Z! z) = _42 VG (Z! Z')Vzqu (zv Z)’ (2)
T[aok, a
where k is the projection of the electron quasimomen-
tum on the xy layer plane,
_ ik,

Vx m! Vz'=

are the components of the velocity operator in the k—z
representation, the arrows indicate that the derivative
with respect to the coordinate is taken of the function to

the left or right of the velocity operator; Gh' (z,2) and

Gk (z, Z) are the advanced and retarded Green's func-
tions of the d-electrons in the presence of a random
potential Vg, responsible for scattering. These func-
tions can be obtained from the Dyson equation in the
first approximation with respect to spin—orbit interac-

tion Hgo which ismuch smaller than the Fermi energy:

Gi(z,2) = G (2 2) + )3 Ing(z, ")
k (3
x [T%(2") + Hso(2")1Gg; (2", 2)dZ",

where Gy, (z Z) arethe Green’sfunctions of the system
neglecting scattering and T%(z") is the matrix of scatter-
ing at impurities (zeroth order with respect to Hgy)
which is calculated in the coherent potential approxi-
mation for the random potential Vjg). We shall con-
sider a binary ferromagnetic alloy A,B;_, so that the
potential at each site hasthe value €, with the probabil -
ity x and gg with the probability 1 — x. Allowing for
spin—orbit interaction with the constants A, and Ag the
scattering potential at each site may be written in the
form

_ A(B)
Vaw) = €am) t Hso

= Eae) + M) (M OV x V])agm’/4’,
where M = (0, M, 0) is the magnetization vector. Sub-

stituting the Green's functions e (z, 2) (3) into the
expression for the conductivity (2) and averaging over
the random impurity distribution, we obtain an expres-
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sion for the three-point Hall conductivity allowing for
skew scattering as aresult of spin—orbit interaction:

2 2

emmM a— ~
szG 2, Z')[Vv XV

T[hzk { k( )[ ]y

 k

o0y,(z2',2) =

x Gl (2',2)v,Gy (2 2)GI (2, 2)i N (2') T (2)0

-Gy (z22)G{ (2, 2)v,G; (2, 2')[v x V],
xGg'(z',2)i A (2)T" ().

This contains the Green’s functions with alowance for
attenuation of the electron states asaresult of scattering
by impurities (1).

We introduce the notation & = €, — €. For the calcu-
lations we need to assume that skew scattering as a
result of spin—orbit interaction of electrons having differ-
ent spin projections on the magnetization axis (+ and 1)
takes place in different directions: A" = —A' = Ay — Ag.
For small & and A® we can write in the second Born
approximation

ImA°(2)T%(2")0

= —x(1-X)(1-20)8\Imy G{(2',2).
k

We shall now analyze the motion of spin-polarized
electrons across the tunnel junction in the direction of
the z axis.

The expression for the primary current is written in
the form

i2(2) = IGZ(Z, Z)E;(2)dz

*(z 2", Z2)EX(Z)dzdz" @
+IIOZX(Z, ,Z)Ex(2) :

Here E; (Z) and E; (Z)are the accelerating and Hall

components of the effective electric field for electrons
of spin a. In this definition the effective field corre-
sponds to the electrochemical potential gradient.

The second term on the right-hand side of expres-
sion (4) may be neglected because of the smallness of
the spin—orbit interaction responsible for the appear-
ance of the Hall component, compared with the z-com-
ponent of the current. Then, assuming that the main
drop in the voltage applied to the sandwich takes place
at the dielectric layer (since its resistance is much
higher than the metal layers), from the condition of cur-

rent continuity dj; (2)/0z = 0 we can find relationships
between the electric fields in the different layers
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neglecting interference effects, which do not depend on
the coordinate z:

2
Kily

2
o _ k3|3 o _
3 1z — 3 3z —

16a, £
(Q@+K)(QP+KY)
X quclca exp(—29az)kdk,

where E7, and E3, are the components of the electric

field in the ferromagnetic layers, and E,, is the compo-
nent in the dielectric. The Hall component of the elec-
tric field is obtained from the condition that the current
in the direction of the x axisis zero in each of the ferro-
magnetic layers:

f Ix(2)dz = I zj‘i(Z)dz =0,
zOa, zOa, O (5)
f Ix(2)dz = J’ Zj;’(z)dz = 0.

For example, for the current j, in the x direction in
the ferromagnetic layer a, we have from eguation (5)

IdzIZO‘X’X(z, Z2)E(2)dz
+ [ dz[[ Y 0z 2\ 2)EN2)dzdz = 0.

z0a, 27 O

The effective electric field E, does not depend on the
spin since in this structure there is no chemical poten-
tial gradient along the x axis. Note that in a nonmag-
netic dielectric the Hall field E,, is negligible because
of the absence of free electrons. We shall also assume

that both the diagonal o, (z, Z) and off-diagonal

oy, (z, Z', Z components of the conductivity tensor are

exponentially small if the coordinates z, Z, or Z' liein
different ferromagnetic layers. The expression for the
Hall field in the magnetic layer a; then has the form

Ep = =Y EE‘{Z [f Iojz(z, 7', 7)dz'dzdz

22,20

+E, [ [ [oilz 2, z')dz"dZdzE (6)

z,z'0a,Z0a,

x {Z‘U Oy (z Z)dzZdz _ :

Oz,zZ0a,
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Here the second term in braces reflects the influence of
the strong electric field E,, in the dielectric spacer on
the Hall component of the field in the neighboring
metal layer. The Hall field in the other ferromagnetic
layer E5, is calculated by analogy with the field (6).

The value which can be measured experimentaly is
the Hall resistivity averaged over the thickness of the
entire magnetic sandwich which is given in the form

al|E1x| * a-3|Ea><|
(a,+a,+ay)j,

’

p:

where the “+” sign istaken for aparallel configuration
of metal layer magnetizations and the “—" sign is taken
for an antiparallel configuration becausein this casethe
Hall field in the ferromagnetic layers is in opposite

directions,
=S

is the total primary current flowing along the axis per-
pendicular to the sandwich plane (4).

Thus, we obtained expressions for the Hall resistiv-
ity of a magnetic sandwich with a tunnel junction
across a dielectric spacer for both configurations of the
magnetization. These expressions are given in the
Appendix.

3. DISCUSSION OF RESULTS

For greater clarity of the results, the expressions for
the Hall resistivity of the magnetic sandwich are nor-
malized to the reduced magnetic moment and the Hall
resistivity of a bulk sample of the same ferromagnetic
material:

_ D, m Ik Ik,
2B (1 ke + 1K)

Po

where B and D are constants, D = x(1 — x)(1 — 2X)&?ay,
B = e?4%/8rPm.

This made it possible to study different types of
effects associated with the introduction of a tunnel
junction into the magnetic structure.

First, it should be noted that atunnel junction across
adielectric spacer creates aconsiderably greater obsta-
clefor the electron motion compared with scattering at
impurities and crystal-lattice defects inside the metal
layers since the coefficient of electron transmission
decreases exponentially with increasing dielectric
thickness. Thus, we can assume that if the potential dif-
ference applied to the two magnetic layers of the sand-
wich is constant, the main voltage drop takes place at
the dielectric spacer. This assumption holds as far as
very large metal thicknesses (of the order of meters for
adielectric thickness of around 10 A) when its resistiv-
ity is of the same order of magnitude of that of the tun-
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nel junction. If the thickness of the metal layersis not

o large, the accelerating component E;, of the effec-

tive field in each ferromagnetic layer does not depend
on its thickness but depends on the transmission coeffi-
cient of the potential barrier for electrons having the
spin projection a on the magnetization axis. This situa-
tion differs fundamentally from the case of a bulk sam-
ple where the field is ssimply equal to the ratio of the
potential difference to its thickness and is the same for
any direction of electron spin.

If the current strength is fixed perpendicular to the
plane of the layers, the ratio of the resistivities of the
two current channels with a different direction of spin
for the entire sandwich will not be the same as that for
the homogeneous metal and thus, the ratio of the effec-
tive fields will differ. Consequently the distribution of
the effective electric field in a magnetic sandwich with
atunnel junction where the current flows perpendicular
to the layerswill differ fundamentally from the field in
ametal film or abulk sample. This strongly influences
the Hall effect and in particular explains why the nor-
malized Hall resistivity does not tend to unity as the
thickness of the ferromagnetic layersincreases, i.e., in
addition to various types of size effects, this structure
also exhibits another important field redistribution
effect as a result of the presence of atunnel junction.
This may be called the “ geometric size effect” because
it only appears in a geometry where the current flows
perpendicular to the layers of a sandwich with atunnel
junction and does not appear when the current flowsin
the plane of the layers. Hence, the Hall resistivity of
this structure cannot be calcul ated simply as the sum of
theresistivities of two independent ferromagnetic films
connected in series.

The geometric size effect is responsible for the fact
that when the thickness of the magnetic layersisfairly
large so that other size effects can be excluded but not
large enough for the resistivity of the metal sections to
be comparable with that of the dielectric, the reduced
Hall resistivity of a sandwich with antiparallel orienta-
tion of the layer magnetization tends to

Mop™ _ (ITkﬁT—Ilkﬁl)(ITkﬁT+|lk§1)D1
Ms po 2(1%ke, —1kz,) 2

whereas for parallél orientation it tends to

' _ (3l ke — 1ol ke )(I ke, +1.Ke,)
Po (124 12)(1Tke, = 17kz,)

U1.

Here My/Mq is the ratio of the magnetic moment of the
bulk sample to the magnetic moment of an antiparallel-
magnetized sandwich of the same material and

%Dlal_a:g'
My a;+ag’
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Fig. 1. Dependence of the normalized Hall conductivity of
a magnetic sandwich with a tunnel junction and a parallel
configuration of layer magnetization on the Fermi wave
vector kg, of spin | electrons. The thickness of the layers
isa; =a3=20A, a, =10 A, the mean free pathisl, =1, =
60A, ke, =1A L andQ=1A"1.

I,'" are integrals proportional to the transparency of

the potential barrier for electrons having spin + and |,
respectively (see Appendix). This effect is stronger for
an antiparallel configuration. Reflecting the field redis-
tribution mechanism described, the relationships for
the Hall resistivity given in the Appendix also have a
structure in which we can identify three contributions
describing the influence on the Hall effect in amagnetic
sandwich with a dielectric spacer:

(1) Skew scattering in the bulk of the ferromagnetic
layerswith atypical field distribution for this structure;

(2) A classical size effect associated with the geo-
metric dimensions of the ferromagnetic layers and pro-
portional to the ratio of the electron mean free path to
the layer thickness;

(3) An effect associated with the influence of the
strong field in the dielectric on the electron motion in
the adjacent magnetic layer (this is a new size effect
obtained by us).

If the sandwich layers are parallel magnetized, the
second and third effects yield contributions to the size
effect of the same order of magnitude but of opposite
sign, which is thus not very well defined and depends
weakly on the d-band splitting. Only the average Hall
resistivity varies (Fig. 1).

In contrast, for an antiparallel magnetization config-
uration (Fig. 2), the influence of the field in the dielec-
tric on the skew scattering of band electrons near the
insulating layer isstrongest because whereasin aparallel
geometry the motion of electrons having spins t and |
is completely independent and the accelerating field of
the dielectric ismainly related to the transmission coef-
ficient of the potential barrier for spin 1 electrons, inan
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Fig. 2. Dependence of the normalized Hall conductivity of
amagnetic sandwich with atunnel junction and an antipar-
allel configuration of layer magnetization on the magnetic
layer thickness a; for values of the Fermi wave vector kg, =
0.1AY (curve 1), and ke, =0.2 A7 (curve2); ke, =1A7L.
The thickness of the other layersisa, = 10 A, a3 = 15 A,

mean freepath |, =100A,1, =60A, andQ=1A"2.

antiparallel geometry an electron tunneling from one
magnetic layer to another is converted to a different
subband. Then the transmission coefficient for both
directions of spin isthe same and is related to the den-
sity of states of spin 1 electrons and to the density of
states of spin | electrons, and thus depends more
strongly on ke, and has a lower value. In this case, the
effective field in the magnet differs more strongly from
thefied in the dielectric layer since their ratio is propor-
tional to the transmission coefficient of the potential bar-
rier. This leads to an increase in the size effect. We can
postulate that the reasons for the appearance of an
extraordinarily high Hall resigtivity in granular magnetic
alloys[21] are associated with the effects described.

It has thus been shown that in amultilayer magnetic
structure with a tunnel junction, the anomalous Hall
effect not only includes the classical size effect but
another two new effects: a geometric size effect associ-
ated with the distribution of the effective electric field
when the current flows perpendicular to the structure
layers and the influence of the strong field of the dielec-
tric layer.

APPENDIX

The expression for the Hall resistivity of asandwich
with antiparallel magnetized magnetic layersis given by

ng}\m 1
4B 1Ph%(ay + ag+ ay) (I, ke, +1,KE))

2

- 9f |
"%(al—fﬂta)(ITKiT _Ilkil)ﬁkﬁ'

Fi

(J: (a1) = J: (&)
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2
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K,

me)-j IE&?
0

~2

{c 2exp(—2d; a, ;) —c?exp(-2d, a, 3)}
& —c?

ke, Ke,
Kdk ~
J(as) = J’ J'kdk ¢
0
[ Clexp(-2d.a, ;) —clexp(-2d, &, 5)
& —c ’

kFr kFT

. KK o N 2
I (a,3) = J’ e j kdkq“exp(—2qga)c;c,
I

0

x[l & exp(-2d; al3) ¢’ exp(-2d, a13)}
kFL

|;l (a3) = I

C —C
x[l

0
TheHall resistivity for aparallel magnetization con-
figuration is given by:

3 Fl .
kcﬂ< [ ek exp(~28a)8%,
1

0

& exp(=2d. a, 3) cl exp(-2d, a; 3)}
¢ -¢

ke,

= J‘kquchc1 exp(—2qa,).

"no_ _9_)\ m
4B 1##2
1
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+2 —————(I"(ay) + 1"(a3))
2| e, (Q+12)° >
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Abstract—We investigated the in-plane magnetoresistance and the Hall effect of high-quality Bi,Sr,CuO, sin-
glecrystalswith T, (midpoint) = 3.7-9.6 K in dc magnetic fieldsup to 23 T. For T < 10 K, the crystals show the
classical positive magnetoresistance. Starting at T = 14 K, an anomal ous negative magnetoresistance appears at
low magnetic fields; for T = 40 K, the magnetoresistance is negative in the whole studied range of magnetic
fields. Temperature and magnetic field dependences of the negative-magnetoresistance single crystals are
qualitatively consistent with the electron interaction theory developed for simple semiconductors and disor-
dered metals. Asis observed in other cuprate superconductors, the Hall resistivity is negative in the mixed state
and changes its sign with increasing field. The linear T-dependence of cot8,, for the Hall angle in the normal
state closely resembles that of the normal-state resistivity as expected for aFermi liquid picture. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

The magnetic properties of high-T, superconductors
(HTSC), especiadly of the highly anisotropic Bi- and
Tl-layered superconductors, are characterized by anoma-
lous quasi-two-dimensional (2D) states, which have been
very extensively studied in recent years[1]. In theoretical
and experimental investigations of high-T. supercon-
ductivity, great interest has been focused on the analy-
sis of normal-state properties, because there is a wide-
spread viewpoint that the knowledge of these properties
can help to understand the exotic superconducting and
magnetic properties of HTSC. However, the normal-
state properties of HTSC also have several unusual fea-
tures. One of these isthe coexistence of the metallic in-
plane resitivity p,, and the “semiconducting” out-of-
plane resistivity p. (see, e.g., [2, 3]). Recently, this
behavior of p,, and p, was measured by Y. Ando et al.
[4] in La-doped Bi,Sr,CuO, (T, = 13 K) down to tem-
peratures as low as T/T, ~ 0.04. Thisimpliesa 2D con-
finement and is incompatible with Fermi liquid behav-
ior. The temperature dependence of the normal-state
Hall coefficient R, is too strong to be easily under-
stood. In addition, near T, there is a sign change of the
Hall effect as afunction of the magnetic field or temper-
ature. Moreover, the normal-state properties of HTSC
essentially depend on the carrier concentration or dop-
ing, and an additional quantum critical point in the
HTSC phase diagram has been proposed to explain this
dependence. It should describe a transition between the
non-Fermi-liquid corresponding to hole doping around

TThis article was submitted by the authorsin English.

and below the optimal doping and the Fermi liquid in
the overdoped regime.

A number of theories have been suggested to describe
the unusual transport properties of HTSC. Anderson [5]
has suggested that anomalous features of magnetotrans-
port data can be explained by a spin-charge separation in
CuO, planes resulting in two different relaxation rates,
the transport relaxation rate and the Hall relaxation
rate. Thefirst givesthelinear-T resistivity p,,, whilethe
second gives the Hall angle dependence

2

cotBy = pu/ Py = aT".
The Hall coefficient
RH = pxy/B

isto have a L/T-dependence. The different temperature
dependences of p,, and 6, provide evidence for a non-
Fermi-liquid transport. Both the experimental evidence
and a deviation from this suggestion were found for
YBa,Cu,0;, La,_,Sr,Cu0,, and Bi,Sr,CaCu,Og for
different doping. There are more conventional models
that are based on an anisotropy of the Fermi surface and
the scattering rate. In the latter case, the magnitude and
temperature dependence of the scattering rate are dif-
ferent on different parts of the Fermi surface [6]. At
present, no single theory is able to account for al the
anomalies found in the normal-state properties of
HTSC and it is unclear whether these properties can be
described by the conventional Fermi liquid theory.
Although many experiments have been done with the
aim of understanding the normal-state properties, sev-
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era basic measurements, such as dc transport, are not
well understood. Previous studies of dc magnetotrans-
portin HTSC [7-11] also showed contradictory results.
The mechanism responsible for the anomalous Hall
effect and its temperature dependences are still unclear.

The low-T, phase Bi,Sr,CuQOg (Bi2201) of Bi-based
HTSC is an ideal materia for measuring the magne-
totransport properties in cuprates at low temperatures,
becauseit hasavery low T, whileits structure and prop-
ertiesareclosaly related to HTSC. At the sametime, pure
Bi2201 single crystals are difficult objects for investiga-
tion, because they are nonstoichiometric and, as arule,
imperfect. For this reason, the greater part of the mea-
surements of physical properties have been carried out
on Ladoped Bi2201 samples. The introduction of La
allows one to obtain single-phase samples and modify
the hole concentration. Unfortunately, this doping dete-
riorates the crystal quality. Details of nondoped Bi2201
single crystals remain unexplored up to now. Recalling
the debate about normal-state properties of cuprates, a
study of magnetotransport in pure Bi2201 single crys-
talsis clearly desirable. In this paper, we present mag-
netotransport measurements in high-quality nondoped
Bi2201 single crystals in the normal and mixed states
under magnetic fieldsup to 23 T.

2. EXPERIMENTAL

Sr-deficient Bi,Sr,CuO, single crystals were grown
in agaseous phase in big closed cavities of a KCl solu-
tion-melt [12]. The number of crystals reached several
tensin the cavity, and their size was around 0.5-2.5 mm x
0.4-2 mm x 1.5-5 um. These freely grown single crys-
tals are free of the appearance of strains during the
growth process and when cooling to room temperature.
Properties of the crystals grown inside the same cavity
were closely similar. The high quality of the crystals
was verified by measuring the dc resistance and ac sus-
ceptibility and by X-ray diffraction and scanning elec-
tron microscopy. The composition of the crystals was
studied using a Philips CM-30 electron microscope
with aLink analytical AN-95S energy dispersion X-ray
spectrometer at the Lebedev Institute and at the Labo-
ratory of Solid State Physics, University of Groningen,
The Netherlands. The half-width of the main reflections
in the X-ray rocking curves for single crystals consist-
ing of two or three blocks did not exceed 0.3°, whereas
for crystals consisting of one block only (with the
dimensions 0.3 x 0.3 mm), it waslessthan 0.1°. Because
thisvaueis close to the resolution limit of the diffracto-
meter, we analyzed the crystal perfection using the
supercell parametersthat are more sensitive to structural
imperfections. Crystals with higher T, contain no low-
angle boundaries. Well-separated K,,; — K, lines of the
supercell reflections in the X-ray diffraction profiles
and very narrow rocking curves imply structural per-
fection of the crystals [12]. As far as we know, thisis
the best among the HTSC cuprates. Our single crystals
have alinear relationship between the T, value and the
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monoclinic superlattice angle value [12], which is
directly related to the concentration of the carriers. The
values of the lattice parameters were in the range a =
5.360-5.385 A and ¢ = 24.60-24.638 A according to
the magnitude range of T, [13]. Low-resistance con-
tacts were made on the samples using evaporated and
fired-on gold films. A six-probe contact configuration
with asymmetric position of contacts on the ab-surface
of the sample was used for measuring thein-plane (R,)
and Hall (R,) resistances. Measurements of R,, and R,
on different pairs of voltage contacts were simulta-
neously performed by turning the crystal through 180°.
To transform the measured resistances into specific
resistivities p,, and p,,, the sample dimensions were
determined by a high-resolution optical microscope.

The investigated crystals had critical temperatures
T.=4-9.5K (midpoint trangtions) with AT, =0.7-1.5K
(10-90% points of the transition). The T, value of the
crystalsformed by our free-growth method ranges up to
13K, but the crystalswith T, < 9.5 K have better struc-
tural perfection. It should be noted that the onset
temperature of superconducting transitions and the
transition widths for the dc resistance and the ac sus-
ceptibility were very close. In the dc method employed
for the resistance measurements, the current was about
50-100 pA. The crystals were studied with the mag-
netic field B applied parallel to thec-axis. A configuration
with the in-plane transport current J perpendicular to B
was used. High-magnetic-field measurements were car-
ried out in continuous magnets a the High Magnetic
Field Laboratory in Grenoble.

3. RESULTS AND DISCUSSION
3.1. Resistivity and Transver se Magnetoresistance

The zero-field temperature dependence of the in-
plane resistivity p,, of our Bi2201 single crystals with
T.<5K and T, = 8-9.5 K was described in consider-
able detail earlier in[14, 15], respectively. As an exam-
ple, wedisplay in Fig. 1 the typical temperature depen-
dences of the in-plane (p,,) and out-of-plane (p.) resis-
tivities for two single crystals with T, (midpoint) = 4.6 K
(A) and 9 K (B) under zero magnetic field. Theinset in
Fig. 1 shows an expanded scale of the low-temperature
P.(T) data near T.. The crystals with T, = 8-9.5 K
(type B) showed a nearly linear temperature depen-
dence p.(T), whereas the crystals with T, = 46 K
(type A) had alinear p,,(T) at high temperatures that
saturated to a residua resistivity p,below 20-40 K. The
dope Ap,/AT of 0.5-1.5 uQ cm/K was obtained at high
temperatures. In the present measurements, only the
crystals with the residual resigtivities py = 50140 uQ cm
wereinvestigated. In sampleswith higher T, smaller py
and larger Ap,,/AT values were observed. As the T,
value of the crystal decreases, the temperature depen-
dence of the resistivity changes from

po+ AT + BT?
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Fig. 1. Temperature dependences of the in-plane p,, and
out-of-plane p, resistivities for two single crystals with T,
(midpoint) = 4.6 (A) and 9 K (B) under zero magnetic field.
The inset shows an expanded scale of the low-temperature
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Fig. 2. Main panel: the zero-field resistivity vs temperature
for one of the crystals (open circles). The stars show the
resistivity dataat B =20 T taken from the resistivity satura-
tion region. The inset shows an expanded scale of the low-
temperature data.

with the strong linear term for the type B crystalsto
po+ AT+ BT’ +CT®

for thetype A samples. Recently [16], it was a so shown
for TI,Ba,CuOy., 5 single crystals that as the doping
increases, the temperature dependence of p,, changes
from linear in the optimally doped samples to p,,(T)
with a considerably larger curvature in overdoped sam-
ples with reduced T.. In our single crystals, there is a
linear relationship between the T, value and a mono-
clinic superlattice angle value [12] that is directly
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related to the concentration of carriers[17]. The out-of-
plane resistivity p(T) of Bi2201 single crystals varies

as T with a = 0.7-1.6 over thetemperatureregion T =
4-300 K. Thelargest anisotropy ratio p./p,, i5.3 x 10*
aT=04K.

In the two-dimensional model, from the effective
sheet resistance per CuO, layer, the residual resistivity
Po, and the interlayer spacing (c/2), we determined the
disorder parameter values [18]

(kel),, = (c/2)h/€”py=60-20

for two limiting values p, = 50 and 140 pQ cm, respec-
tively (ke and | represent the Fermi wave vector and the
elastic scattering length in the ab-plane). We measured
the normal-state Hall coefficient R, in the temperature
region 4.2-50 K (see below) and determined the carrier
density in our crystals n = (4.8-6.3) x 10?t cm™. The
carrier dengity in the lower T, samples was larger than
that in samples with T, = 9 K. According to the data
obtained by Tsvetkov et al. [19], in optical experiments
with our Bi2201 single crystals, the value of the carrier
density equalsn=5.1 x 10 cm2 at 10K and the effective
massin the ab-planeis m* = 3m,. Based on the Fermi lig-
uid theory and the assumption of a cylindrically shaped
Fermi surface with a highly anisotropic dispersion rela
tion, Kresin and Wolf [20] proposed a model to analyze
the normal-gate properties of the cuprates. If we take the
Sommerfeld constant y = 9.2 mJ mol= K= from the heat-
capacity data for Bi2201 [21] and Er = (Tk3 /3)ny [20],
we obtain with the averaged value n = 5.6 x 10?* cm 3, the
Fermi velocity V¢ = 1.7 x 107 cn/'s, ke =0.45 A, and
| = 130-50 A for (kdl),, = 60-20. It should be noted that
P.5(0) and Ap,,/AT were obtained using the Montgom-
ery method. As shown in [22], however, they can be
twice the values obtained by means of theVan der Pauw
4-probe methods. It is known that this discrepancy is
dueto astrong anisotropy of thelayered cuprates. It has
been shown [23] that in Y Ba,CuzO; with p, > py,, the
absolute value of p,, measured by the contacts on one
side of the single crystal is roughly two times greater
than that obtai ned with the current and voltage contacts
on opposite sides of the sample. A similar phenomenon
was also observed in our specimens [15]. This uncer-
tainty may far exceed the 10% error that is due to mea-
surements of the crystal thickness.

Some of the superconducting properties and the
magnetic phase diagram of our Bi2201 crystals were
described in detail earlier [15]. In the study of the
superconducting resistive transition of the crystals in
magnetic fields, we observed that all transition curves
in the magnetic field saturated at temperatures down to
0.4 K. In Fig. 2 (main panel), the zero-field resistivity
isplotted asafunction of the temperature (open circles)
for one of the studied crystals. The stars represent the
data points for p,,(T) measured in the magnetic field
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B =20 T. At temperatures T < T, the resistivity data
were determined from the resistive transition as afunc-
tion of the magnetic field in the saturated portion of the
p.(B) curves. This presented no specia problems,
because the resistive transitions in the normal state for
agiven sample are completed at 20 T and all the p,(B)
curves saturate to the same value, even at the lowest
experimental temperature (see Fig. 5). Theinset in Fig. 2
shows an expanded scale of the low-temperature data.
The high-magnetic-field measurements testify that the
ab-plane resitivity in the normal state shows the ordi-
nary behavior for a metal down to 0.4 K. Analogous
results were obtained on the low-T, phases of T12201
[24] and La-doped Bi2201 [4]. The question of the coex-
istence of metallic in-plane resistivity with * semiconduct-
ing” out-of-plane resistivity down to low temperatures has
been attracting much attention recently, and severa
models have been proposed to explain it.

In Fig. 3, we have plotted the magnetoresistance
data

Ap/p(0) = [p(B) —p(0)]/p(0)

for four samples at various temperatures that were
extracted from the experimental curves p,, vs. B. The
zero-field transition temperature regions are equal to
345 K, 3843 K, 6-75 K, and 6.8-8 K for the
respective samples nos. 8, 3, 10, and 11. At relatively
low temperatures just above T., we observed a positive
magnetoresistance with a quadratic dependence up to
about 8 T. At higher fields, the magnetoresistance satu-
rates (for lower T, samples) or goes over to a linear
dependence (for higher T, samples, Fig. 3). The magne-
toresistance magnitude in the low-T, samples with
larger py was nearly three times greater than that in the
samples with T, = 89 K and lower p,. A simple esti-
mate shows that the weak-field regime is redlized in
magnetic fields up to 20 T even at low temperatures.
Considering the quadratic dependence of Ap/p(0), it
can then be believed that in the ab-plane at low temper-
aturesin the magnetic fields B || ¢, Bi2201 behaveslike
a conventional many-band metal with closed electron
trajectories in k space. “ Saturation” of the magnetore-
sstance in low-T, samples is most likely caused by a
magnetic breakdown between semiclassical trgjectories
closely disposed in k space. On the other hand, it isquite
possible that for the low-T, samples, the intermediate-
magnetic-field regime is realized and the magnetoresis-
tancein Fig. 3 actually saturatesin accordance with the
models based on the anisotropy of the Fermi surface,
the effective mass, and the scattering rate [6]. The phys-
ica origin of the weak- and intermediate-field magne-
toresistance in HTSC has been studied in detail in
T1,Ba,CuOg , 5 SiNgle crystals [25]. Our results obtained
for the lower T, samples are in qualitative agreement
with these experiments. The obvious source of the posi-
tive magnetoresistance at low temperatures is the ordi-
nary suppression of superconducting fluctuations. How-
ever, this effect is probably very insignificant, because the
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Fig. 3. Transverse (B || ¢) magnetoresistance data for four
samples at various temperatures just near and above T.. The
zero field T, regions are equal to 3-4.5 K, 3.84.3 K,
6-7.5 K, and 6.8-8 K for the respective samples nos. 8, 3,
10, and 11.

magnetoresistance shown in Fig. 3 continues to increase
under magnetic fieldsthat arelarger than the upper critical
fields of Bi2201 [15].

At T < 40 K, the magnetoresistance decreases rap-
idly with increasing temperaturein all the crystal s stud-
ied. Starting at T= 14 K (Fig. 3), an anomal ous negative
magnetoresistance appears at low magnetic fields; for
T=> 40 K, the magnetoresistance is negative in the
whole studied range of magnetic fields. The absolute
magnitude of the magnetoresistance increases with
temperature but decreases again at higher temperatures
(=100 K). In the temperature range 40-135 K, the neg-
ative magnetoresistance varies as B? for low fields, is

proportional to ./B at intermediate fields, and is better
described by the InB-dependence for high fields. At
very high magnetic fields, the magnetoresistance tends
gradually towards saturation.

Converse results were obtained in earlier measure-
ments of the transverse magnetoresi stance in nonsuper-
conducting Bi,Sr,CuQg crystals with the field normal
to the ab-plane [26]. In [26], at magnetic fields of 0-8 T,
the magnetoresistance was negative in the temperature
range 0.5-20 K and became positive with increasing
temperature above 20 K. To account for these results,
the authors invoked the localization theory [18], which
describes the low-temperature negative magnetoresis-
tance in conventional metals in a weak-localization
regime. Since all wave functions are localized in disor-
dered electron systems, the zero-field conductivity
decreases with decreasing temperature and vanishes at
zero temperature. The negative magnetoresistance
resulted from magnetic field suppression of localiza
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tion effects. The zero-field temperature dependence of
the ab-plane resistivity in the studied samples [26] had
a“semiconducting” format T below 20 K, and localiza-
tion effects should be very important, especially at low
temperatures. In our crystalsin the zero magnetic field,
on the other hand, we observed a nearly linear temper-
ature dependence p,(T) (sampleswith T,=8-9.5K) or
aweak departure from it at low temperatures (samples
with T, = 4-6 K). In fact, localization theory [18] pre-

dicts alinear relationship between Ao and J/B atrela
tively high fields, with the temperature-independent

slope 0-vs-./B. The Ao data are shown in Fig. 4aasa
function of /B for various temperatures. One can see
that in the region where the ./B -dependence of Ac is

close to linear, the Ac-vs- J_B dopeis different at dif-
ferent temperatures. In addition, a simple estimation
shows that the values of Ac are much larger than those
predicted by the theory [18]. It might be assumed,
therefore, that localization effects play a minor role in
the conductivity of our samples.

On the other hand, an effort can be made to explain,
at least qualitatively, the behavior of the negative mag-
netoresistance in our samples a high fieldsfor T > 15 K
on the basis of the interaction effects[18]. Altshuler et al.
[27] considered the Coulomb el ectron—electron interac-
tion effect on the magnetic field dependence of the con-
ductivity in disordered systems. Electron interaction
theories, as well as the theory related to localization,
lead to similar B-dependences of the magnetoresis-
tance. In the three-dimensional (3D) case, the conduc-
tivity change with the magnetic field is expected to be

linearly related to B for low fields and to /B for high

fields. In the 2D case, the /B -dependence is replaced
by the InB-dependence. Recalling that we are dealing
with a quasi-two-dimensional system, we can explain
the observed InB-dependence of the magnetoresis-
tance. Localization leads to a negative magnetoresis-
tance, wheresas the electron gas interaction due to spin
splitting and orbital effects leads to a positive magne-
toresistance [18]. The sign of the interaction magne-
toresistance caused by the influence of the magnetic
field on the kinetic coefficients is determined by the
interaction constant sign, and negative magnetoresis-
tance indicates an attractive electron interaction [27].
This magnetoresistance is aready essential at classical
small fieldsand can be observed eveninrelatively clean
metals at high temperatures such that 7/t > kg T, where
T istheelectron relaxation time[27]. It followsfrom the

interaction theories that AG is also proportional to ./B

but o(B, T) hasa /T -dependence at a sufficiently high
fixed field [18, 27]. The datain Fig. 4b show aclear-cut

linear /T -dependence of o(B, T). The interaction the-
ory predicts that in high fields, the magnetoresistance
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depends on the electron—electron interaction constant
only and that it saturates at a B value such that

W I=KkgT/Eg,
where w is the cyclotron frequency
w, = eB/m]
that is, at
B= 2k T/ vZer.
We determined the electron relaxation time
U(T) = M/ ne’py(T)

from the datafor the carrier density n and resistivity p,p
in this sample (no. 11). Taking into account that

Ao/ oy,=Ap/ Py,

we next found that in the temperature region 35-100 K,
the saturation in the magnetoresistance is observed at

B = (0.2-0.3)T,

where Bismeasured in T and T in K. The values of B
estimated from this relation are 8, 13, 19, and 30 T at
the respective temperatures T = 38, 55, 72, and 102 K.
These are in good agreement with the observed experi-
mental values of Aa(B, T) in Fig. 4.

We cannot perform a quantitative anadysis of the inter-
action correction to the conductivity Ag;«(T), because the
interaction theory [27] has been developed for smple
semiconductors and disordered metals, whereas Bi2201 is
a high-anisotropic layered compound. However, the qual-
itative behavior of negative-magnetoresistance Bi2201
single crystas is consistent with the attractive eectron
interaction considered in [18, 27]. Thisis indicative of a
tendency to electron attraction in the temperature region
where the high-T,. superconducting phases Bi2212 and
Bi2223 exigt, in spite of the lack of these phasesin our
Bi2201 single crystals.

3.2. Mixed- and Normal-Sate Hall Effect

As pointed out above, previous experiments with
YBa,Cu;0; [28, 29], Tl,Ba,CaCu,Og,5 [30], and
HgBa,CaCu,O; [31] have shown asign-reversal anom-
aly of the Hall coefficient R at T near T,.. A large num-
ber of models have been proposed to describe this phe-
nomenon, and a consensus regarding their origin has
evidently been attained. Dorsey and Kopnin et al. [32]
have found that aflux-flow Hall conductivity isthe sum
of quasiparticle and vortex parts

o, = o+ 0},
with oﬁ. having the same sign for any vortex direction

[32] and o}, being independent of the pinning. Thesign
change during measurements of the Hall resistivity
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Fig. 5. Resistive transitions of crystal no. 24 in a magnetic
field B || c at different temperatures.

Py/(B) is related to exceeding positive oy, relative to
negative GL.

We have measured the field dependence of the
mixed-state Hall effect on one of our Bi2201 single
crystals (no. 24) with T, =8.7-9.5K at various temper-
atures down to 0.4 K. In Fig. 5, we report the resistive
trangitions of this crystal in a magnetic field directed
perpendicular to the ab-plane at different temperatures.
In spite of a strong broadening of the magnetic transi-
tions, one can see that the resistive transitions in the
normal state are completed at 25 T, even at the lowest
experimental temperature. We find that the Hall resis-
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atures below the zero field T, (crystal no. 24). The |nset
shows the magnetic field dependence of the product Bo.

T=4.2K dongwithalinear dataextrapolation (crystal no. 3’4)

tivity p,(B) at T < T is negative with abroad minimum
at low fleldsand |shoIeI|keat high fieldsin the normal
state.

The theories developed for viscous flux motion
[32—34] have shown that the low-field Hall conductivity

Ouy = P/ Prx
(a py < Py is negative in the mixed state and
inversely proportional to B, while the normal-state g,
is positive and proportional to B. We converted p,, into
the Hall conductivity, and as can be seen from Fig. 6
showing the upper parts of the ,(B) curves, our results
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Fig. 7. Temperature dependence of the normal-state Hall constant Ry at 20 T (&) and the temperature dependence of the Hall angle
cotB,, at 20 T (solid symbols), together with p,, at 0 and 20 T (b) for single crystal no. 46 (T, = 8.7-10.5 K).

arein agreement with the above-mentioned theoriesfor
viscous flux flow. Intheinset, the magnetic field depen-
dence of the product Bo,, at T = 4.2 K is shown aong
with a linear extrapolation. These results are aso in
complete agreement with similar experimental data
obtained in untwinned YBa&,Cu;O; crystals [29] and
TI,Ba,CaCu,Og , 5 thin films [30].

Several features of the normal-state Hall effect were
already mentioned in the I ntroduction. To these must be
added a nonregular change of the temperature depen-
dence of the Hall coefficient R,(T) at different carrier
concentrations that leads to considerable difficultiesin
interpreting the experimental data [16]. Anderson [5]
has shown that plotting cot6,, = p,/p,, vs. Tisabetter
way to describe the transport properties of highly cor-
related systems. By separating relaxation rates of carri-
ers between their motion, Anderson’s theory predicts
that cot®,, can be expressed as

cotf,, = a+bT?,

where a is independent of the doping level and b
depends on it. The evidence for this behavior has been
obtained in experiments with many cuprates. At the
same time, a significant deviation from the T?-depen-
dence for cotB,, was observed at temperatures below

25K inTI,Ba,CuOg, 5[16], below 100 K in overdoped
La,_,Sr,CuQ, [35], and in La-doped Bi2201 [36].

Figure 7a shows the temperature dependence of the
normal-state Hall constant R, = p,/B for single crystal
no. 46 (T, = 8.7-10.5 K) at 20 T. At higher tempera-
tures, R, isnearly independent of the temperaturein the
normal state, except for a slight broad maximum in the
region 25-100 K. In spite of aconsiderable body of the-
oretical works devoted to the temperature dependence
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of Ry in HTSC, the mechanism responsible for this
maximum, which is characteristic of cuprates [37],
remains to be explored. The decrease in R, with tem-
perature, which is in agreement with other reports, is
most likely caused by the proximity of the supercon-
ducting transition and superconducting fluctuations.
The magnitude and the temperature dependence of R,
obtained here agree closely with the experimental data
for La-doped Bi2201 [35] and nondoped Bi2201 [37]
single crystals.

In Fig. 7b, we report the temperature dependence of
the Hall angle cot6,, at 20 T showing the linear depen-
dence (dashed line), together with p,, a O (solid line)
and 20 T (symbols). A linear temperature dependence
is found for cot®,,; it is the same as the temperature
dependence of the resistivity. This behavior is expected
for ametallic system in the low-field limit for uniform
scattering on the Fermi surface.

One can see that in optimally La-doped Bi2201
polycrystal samples [13] and films [38] with the maxi-
mumvalue T, = 25 K for Bi2201, acarrier density near
n = 3 x 10% cm was obtained. Although the depen-
dence of T, on the carrier density in nondoped Bi2201
is different from that in La-doped Bi2201, it should be
assumed that our crystals are overdoped because of a
significant excess of Bi. On the other hand, asreported
in [35], the carrier concentration in underdoped
Bi,Sr,_,LaCuOq., 5 single crystals with T, = 13 K is
similar. Because the largest value of T, in our pure
Bi2201 single crystals approximately equals 13 K, the
samples studied here with T, = 8.7-10.5 K are most
likely to be near the optimal doping. Taking arelatively
large value of the dastic scattering length into account,
this assumption seems plausible. Moreover, the comple-
mentary measurements of our Bi2201 single crystal com-
position performed at the Materid Science Center, Uni-
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versity of Groningen (The Netherlands) have shown that
our crystals are dlightly underdoped by the oxygen
depletion. We presented here the Hall effect data from
two samples with the highest T, but all basic features
were also observed in other samples.

In summary, we have studied both the in-plane mag-
netoresistance and the Hall effect in several high-qual-
ity Bi,Sr,CuQ, single crystals with the critical temper-
ature T, (midpoint) = 3.7-9.6 K in dc magnetic fields up
to 23 T. We found that the crystals show the classical
positive magnetoresistance for temperatures T < 10 K.
Above 14 K, an anomal ous negative magnetoresistance
appears that is qualitatively discussed in view of the
electron-€electron interaction effects in charge transport.
As observed for other cuprate superconductors, the Hall
resigivity is negative in the mixed state and changes its
sign with increasing field. The linear T-dependence of
cotB,, for the Hall angle in the norma state closely
resembles that of the normal-state resistivity, as
expected for a Fermi liquid picture.
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Abstract—The electron thermal flux and electron thermal conductivity of theinterface between anormal metal
and a high-temperature superconductor (HTSC) are calculated using quasiclassical equations. Calculations are
made for various values of the interface transparency and various orientations of the axes of aHTSC crystal. It
was shown that compared with an interface between anormal metal and an “ordinary” superconductor (s-type
symmetry, isotropic order parameter), the thermal conductivity of an HTSC—normal-metal interface is substan-
tially higher and has a nonactivation dependence. The thermal properties were calculated for various interface
models, including mirror and diffuse, and also for various potential barrier profiles. An analysisis made of the
possibility of using devices based on normal-meta—-HTSC interfaces for bolometric and microrefrigerator

applications. © 2000 MAIK “ Nauka/lInterperiodica” .

1. INTRODUCTION

Recent interest in thermoelectric effects in struc-
tures containing interfaces between normal (N) and
superconducting (S) materials has been associated with
the development of anew type of electromagnetic radi-
ation detector, a hot electron bolometer with Andreev
reflection of electronsin superconducting banks,[1-12]
developed for the Russian segment of the International
Space Station [4]. This bolometer is a thin film of N
metal sandwiched between superconducting el ectrodes
which supply the signal current. The temperature of the
electron gasin the filmis monitored by additional S-H—
N tunnel junctions positioned in the central part of the
N film.

Two types of thermoelectronic effects are used in
this device. The first takes place at the S-1-N interface
and consistsin the generation of athermal flux induced
by the electric current flowing across the interface. We
shall subsequently take a positive thermal flux to imply
the direction which leads to cooling of the N metal and
anegative flux to imply aflux which resultsin heating.
This effect is used for preliminary cooling of the elec-
trongasintheN film[1, 5, 13] andissimilar [14] tothe
Peltier effect in metal—semiconductor junctions. As a
result of the presence of an energy gap A in supercon-
ductors, electrons having energies € higher than the gap
are removed more effectively (for a corresponding bias
across the junction) from the N metal than electrons
having energies below the gap. This reduces the effec-
tive electron temperature in the N metal. However,

unlike semiconducting structures, S-I-N junctions
have an additional channel for propagation of electrons
of energy |g] < A across the interface as a result of
coherent Andreev reflection [15]. The efficiency of
Andreev reflection is proportional to D? where D isthe
transparency of the interface. As D increases, the cool-
ing effect is rapidly suppressed until the sign of the
thermal flux changes, i.e., overheating of the electron
gas occurs for completely transparent interfaces.

This second effect, involving substantial overheat-
ing of the electron gasin the N film of an S-N-S struc-
ture with transparent S-N interfaces, is used in the new
types of bolometers. The heat dissipated as a result of
the signal current flowing across the N film cannot be
transferred to the substrate because of the low effi-
ciency of the phonon mechanism of heat transfer in the
operating temperature range (T < 1 K) nor can it be
transferred to the electrons because of the low thermal
conductivity of the transmitting S-N interface. The
overhesating is set by one of the S-I-N tunnel junctions
while the other S-I-N structures [5, 13] are used for
preliminary cooling of the electron gasin the N film.

Electron heat transport in ordinary isotropic super-
conductors with s-type pairing was analyzed theoreti-
caly in [14, 15]. It was shown that in the tunnel limit
(D < 1) the maximum cooling power is proportional to
A whereasthe thermal conductivity of apure S-N inter-
face is proportional to exp(-A/T) where T isthe operat-
ing temperature of the junction. Thus, both thermoel ec-
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tronic effects become more significant as the supercon-
ductor energy gap increases.

Theaim of the present study isto make atheoretical
analysis of these thermoel ectronic effects in structures
with an HTSC electrode. The solution of this problem
is of both practical and fundamental interest. This is
because in HTSC materials the energy gap is not only
considerably greater than that in ordinary superconduc-
tors but is essentially anisotropic and has d-type sym-
metry.

The existence of this anisotropy should lead to the
discovery of additional channels for heat transport
across the interface between a N metal and a d-type
superconductor (N-1-D and N-D interfaces) via sub-
gap [16, 17] and Andreev bound states[18]. In addition,
a reduction in the coefficient of specular reflection
accompanying electron scattering by the interface leads
to s-type nongap superconductivity being induced inits
vicinity [19] which should be accompanied by substan-
tial suppression of thermoel ectric effects.

It should also be noted that electron heat transport
across an N-1-D structure depends strongly on the pro-
file of the potential barrier at the interface. For “irregu-
lar” barriers comprising alarge number of “punctures’
simulated by &-functional scatterers of transparency D
in an amost nontransparent interface [20, 21], the ther-
mal effects should be strongly influenced by the differ-
ence between the order parameters in the directions
corresponding to the angles of electron incidence and
reflection [17]. However, for extended barriers satisfy-

ing the condition kod > 1 (Ko = /2m(V —1), disthe
barrier half-width, V isits height, and p is the chemical
potential), transport is only significant in the narrow
cone of angles normal to the interface.

The aim of the present study is to analyze electron
thermal effectsin N—-D structurestaking all these fac-
torsinto account.

2. MODEL OF AN N-I-D JUNCTION

We shall assume that an N-I-D junction has the
form of aconstriction with geometric dimensions much
shorter than the coherence length of the superconductor
and also the elastic and inelastic electron scattering
lengths in the metal. This assumption allows us to
neglect any suppression of the order parameter in the
superconductor as a result of the closeness to the N
metal for any transparency of the N-D interface. We
shall also assume that the Fermi surface of the HTSC
material iscylindrical (we shall analyzetransport in the
ab plane). We express the transport of quasiparticles
across the junction in the form of a sum of severa
decoupled transverse modes. The current in each mode
is described by the probabilities of Andreev A(e, 6,)
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and normal B(g, 0_) reflections from the surface of the
superconductor [14, 22]:

2 2
Ae0,) = —22EL
|1-Ra,(e)a (g)| "
2
B(,0) = R|1-a.(e)a_(g)|

|1-Ra.(g)a(g)]*

Here 6, = 6 isthe angle of incidence of an electron on
the superconductor surface, 6_ = 11— 0 correspondsto a
specularly reflected electron, and R=1—D isthe elec-
tron reflection coefficient. Thefunctionsa,(g) in (1) are
the coefficients of Andreev reflection from apureinter-
face having the transparency D = 1, corresponding to
the angles 6,. The angular and energy dependence of
the coefficients a,(€) is determined by the choice of
interface model and will be calculated below.

Using the reflection coefficients (1), we can write
the balance equations for the distribution functions of
electrons moving away from and toward theinterface at
an angle 8 to the normal. For electrons moving from the
N metal toward the interface the distribution functionis
the same as the Fermi distribution shifted by eV: f*(€) =
f(e —eV) where V isthe voltage drop at the interface.

Electrons moving away from the interface toward
the N metal at the angle 8 occur as aresult of three pro-
cesses [22]:

(1) Holes moving away from the N metal at the
angle 6 undergo Andreev reflection to form electrons
with the probability A(e, 6.):

(2) Electrons moving from the N metal at the
angle 11— 0 are specularly reflected with the probability
B(e, 6);

(3) Quasiparticles approaching the interface from
the superconductor enter the N metal with the probabil-
ity 1—A(g, 6,) —B(g, 6.).

Thus, the distribution function f=(g, 6) of electrons
moving toward the N metal at the angle 6 has the form

f7(5,8) = A(s,0,)[1-f"(-€)] + B(g,0.) f'(¢)
+[1-B(g, 6.) —A(g, 0,)] f(g).

Then, following the method put forward in [14] and

bearing in mind the angular dependence of the distribu-

tion functions in (2) of fundamental importance for

HTSC, we obtain the thermal flux acrossthe N-Sinter-
face

)

_ ko _
= 2T[ZhJ'ds(s eV)
w2 (©)
x J’ dBcosB[ () — f (g, )],

-T2

where k; is the absolute value of the wave vector at the
Fermi surface.
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In addition to determining the thermal flux (cooling
power), for bolometric applicationsit isalsointeresting
to caculate the thermal conductivity k = j/dT of an
ideal interface (having the transparency D = 1) where
oT isthe small difference between the temperatures of
the N metal and the superconductor. The expression for
the thermal conductivity is obtained from (3)

2

_ kokeT - e*e'de Idecose(1—|a+(s)|) (4)

2nhf[1+e]

and isthe same as the expression for an ordinary aniso-
tropic superconductor since (4) only depends on a sin-
gleangle 6. A similar situation occurred in calculations
of the current—voltage dependence of aHTSC—normal-
metal junction having the interface transparency D = 1

[17].

Formulas (1)—(4) express the thermal flux and ther-
mal conductivity as afunction of the voltage, tempera
ture, angle of orientation a of the HTSC crystal, and
interface transparency D and reduce the problem of
finding them to determining the energy and angular
dependences of the coefficients of Andreev reflection
a.(, 0).

3. ANDREEV REFLECTION COEFFICIENTS

For the case of an atomically abrupt mirror N-D
interface the coefficients of Andreev reflection a.(g)
depend on the angle of orientation a of one of the crys-
tal directions in the ab plane relative to the normal to
this plane. For a = 0 no suppression of the order param-
eter occurs near the N-D interface and the coefficients
a,(€) have the normal form deduced from BCS theory
(see, for example [14, 17]):

e —sgn(e) Je* [0,
A

c el >|Ay,

=0 ®)
%—L/|Ai|2—ez
D A ) |£| < |Ai|!

where the order parameter should be taken to be the
values A, = A(B,) = Ay(T)cog2(6 F a)] which allow
for its anisotropy.

For arbitrary a the coefficients a,(g) were calcul ated
numerically in two stages [23, 24]. At the first stage by
solving the quasiclassical Eilenberger equations

vcosed +(2w+Ap)p—-A = 0, (6)

vcoseg—g - (2w+Ap)p+A =0, @)
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T
Aln—
T

c

x < J2cos(2(6' - 0())1p_|_+pq

o7y [g—ﬁcos(Z(e —q))

]zo.

where [0..C= (U2m) [7(...) d6', we determine the spa-

tial dependence of the order parameter A(X) for various
values of the angle of orientation a. Thefunctionsp and
g were introduced in [23] to parametrize the Eilen-
berger equations. They are related to the Eilenberger
functionsf, f,, and g by

(8)

__2p +__2q 1-pq
" Tipg " TTepa tvpg @
Equations (6)—(8) were closed by boundary conditions

determined from the condition for obtaining a spatially
homogeneous solution inside the superconductor:

o+ A%(w) — 0
A(e0)
The interface of the N-I-D structure was simulated by

alayer of thickness din which strong diffuse scattering
of electrons occurred. It was shown in [19] that at this
interface the functions p(0, 6) and g(0, 6) should be
related by

g:

q(, 8) = p(e, T+ 6) =

(10)

1+(F- G)tanh(kd)
[Fp(O, —6)+G]tanh(kd)+1

q(0,8) = p(0,-6) , (11)

where

K= J o+ o

| cosO

F = &
’ Jod+ ot
[0
Jod+ o

and | isthe electron mean free path in the diffuse layer.
Thefirst term in (11) describes the correlation between
an electron approaching the interface in the direction
characterized by the angle -0 and an electron reflected

from the interface in the direction 0. For d —» 0 this

terms yields aboundary condition valid for completely
specular electron reflection:

a(0,8) = p(0,-9). (12)

The second term in (11) is responsible for the average
contribution to the electron flux moving away from the
interface in the direction 8 made by particles approach-

ing the interface at all other angles. For d > | the sec-
ond term in (11) is the determining factor since as a
result of strong multiple scattering in the diffuse layer,

G =
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the incoming and outgoing electrons are completely
uncorrel ated:

__F
4(0,0) = ==

(13)

The numerical solution procedure involved first
integrating along the trgjectory of equation (6) for p(0, —6)
between the values determined by condition (10) and
the interface for a given initial approximation for A(X).
Then, the values of (0, 6) were determined using (11)
and equation (7) was integrated along the trgjectory
extending from the interface to infinity. The functions
q(x, 6) and p(x, 6) thus determined were then used to
refine the values of A(x) and the values of F and G
appearing in (11) at the next iteration step.

At the second stage the Eilenberger equations were
continued analytically by substituting w — i€ and this
system of equations was solved numerically using the
values of A(x) determined at thefirst stage. It is easy to
see that the boundary condition (10) is transformed as
aresult of the analytic continuation to a form exactly
the same as the expression for the Andreev reflection
coefficient (5) apart from imaginary unity. Thus, the
values of —ip(0, 6, €) give the coefficient of Andreev
reflection of electrons approaching theinterfacein the
direction of the angle 6 to form holes. Similarly, the
functions iq(0, 6, €) determine the coefficient of scat-
tering of hole excitationsto form electrons at the inter-
face.

The energy dependence of the Andreev scattering
coefficient |a,(€)| calculated numerically for the angle
of orientation a = 10° isplotted in Fig. 1. For aspecular
interface and a = 0O the energy dependence of |a.(€)|is
the same asthat predicted by BCStheory with the order
parameter depending on the angle 8, A O cos26. For
anglesa # 0 the energy gap is suppressed near theinter-
face (seeFig. 1). Thisleadsto the formation of Andreev
bound states [18] for quasiparticles trapped by the
potential well between the interface and the point having
the coordinate L determined by the equation € = A(L),
where ¢ is the quasiparticle energy. The closer the angle
0 to 172, the larger the width L of the potential well for
the same A and the larger the number of Andreev bound
states. Thisis observed as an increase in the number of
peaks on the dependence [a.(€)| with increasing 6 and
can be seen clearly in Fig. 1.

In the vicinity of a diffuse interface nongap super-
conductivity is induced which leads to a linear depen-
dence of the Andreev reflection coefficient |a,(€)|ae at
low energies (Fig. 2). Note that in this case the maxi-
mum value of |a,(€)| is substantially lower than the val-
ues obtained for a specular interface.
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Fig. 1. Coefficients of Andreev reflection for a specular
N-D interface at temperature T = 0.1T, for the angle of ori-
entation o = 10° and 6 = 10°, 43°, 89°. The solid curvesgive
the results of self-consistent calculations and the dashed
curves give the results of BCS theory for an infinite super-
conductor.

la, (&)l
03

0.2

0.1

1 1 1 1 1 1
0 0.4 0.8 1.2
g/

Fig. 2. Coefficients of Andreev reflection for a diffuse N-D
interface (T/T. = 0.1).

4. N--D JUNCTION
WITH SPECULAR INTERFACES

4.1. Thermal Flux across an N-I-D Junction
with Specular Interfaces and &-Functional Scatterers

The properties of an N-I-D junction with specular
interfaces depend strongly on the angle of orientation o
and a'so on the profile of the potential barrier. We shall
first consider the situation most commonly encountered
in practice comprising irregular barriers with numerous
“punctures’ in an intermediate layer, smulated by
o-functional scatterers[21]. In this case the coefficient
of electron transparency D in formula (1) is character-
ized by the parameter z= mH/A%k:

D = s (14)
1+Zz/cos 6
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Fig. 3. Thermal flux j for an N-I-D junction with specular
interfaces and &-functional scatterer as a function of junc-
tion voltage V calculated at various temperatures T for the
angle of inclination a = 0 and low (tunnel) transparency

D=10"%

Here H isthe coefficient of a d-functional barrier at the
interface. Substituting into (1)—(3) the numerically cal-
culated values of a,(€) and using (14), we made numer-
ical calculations of thethermal flux j asafunction of the
voltage across the junction V for various temperatures T
for o = 0 and low (tunneling) transparency D = 10
The results of the calculations are plotted in Fig. 3. It
can be seen that for each temperature there is an opti-
mum voltage at which the thermal flux has a maximum.
In this case, the highest value of the thermal flux is
achieved at temperature T/T, = 0.45. This temperature
is close to the similar optimum temperature of a super-
conductor junction with ordinary s-type symmetry
[14]. However, the amplitude of the thermal flux j for
superconductors with d-type symmetry is more than an
order of magnitude lower. Thisis because of the strong
anisotropy of HTSC materials.

An increase in the transparency D of the interface
suppresses the cooling power of the N-I-D junction
because of the appearance of a channel for coherent
Andreev current transport across the interface. A simi-
lar effect was also observed for a junction with an
s-type superconductor. Figure 4 shows how the cooling
power decreases with increasing transparency for an
optimum set of parameters a = 0, T/T, = 0.45 for an
N-I-D junction.

Figure 5 gives the dependence j(V) for various val-
ues of a and the optimum temperature T/T, = 0.45for a
low (tunneling) interface transparency. It can be seen
from Fig. 5 that an increase in the angle of orientation
o leads to suppression of the cooling power. This is
attributed to the possible appearance of coherent cur-
rent transport via subgap states[17, 18] and to suppres-
sion of the order parameter near the interface for a # 0.
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JT/DkA?

D =0.0001

0.002

—-0.002

-0.004

1
0 0.1 0.2 0.3 04 0.5
eVIN)

Fig. 4. Thermal flux j for an N-I-D junction with specular
interfaces and d-functional scatterer as a function of volt-

age V for interface transparencies D = 107 (tunnel limit),
0.01, and 0.03, optimum temperature T/T, = 0.45, and angle

of orientation a = 0.

Figure 6 gives the maximum cooling power (the
maximum in terms of V in Fig. 4) of an N-I-D junction
as afunction of the interface transparency D. For small
D the cooling power increases as afunction of D asfor
ajunction with an isotropic s-type superconductor [14].
Then, as the transparency increases, the thermal flux
begins to decrease as a result of the increasing contri-
bution of coherent Andreev reflection to the current
trangport. It isimportant to note that the maximum ther-
mal flux for ajunction with a d-type superconductor is
more than two orders of magnitude lower than the sim-
ilar (normalized) value achieved for junctions with iso-
tropic s-type superconductors[14].

JT/Dk\

0.002

—-0.002

1
0 0.1 0.2 0.3 04
eV/N0)

Fig. 5. Thermal flux j for an N-I-D junction with a specular
interface and &-functional scatterer asafunction of voltage
V for various angles of orientation: a = (1) 0°, (2) 5°,
(3) 20°, and (4) 45° for tunnel transparency of theinterface
D = 10~ and optimum temperature T/T, = 0.45. The dashed
curves give values of the thermal flux calculated using for-
mula(3) neglecting suppression of the superconductor order
parameter near the interface.
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4.2. Thermal Flux across an N-I-D Junction
with Specular Interfaces and a Regular Long Barrier

The €electron transport of heat across an N-I-D
junction changes qualitatively when we assume that a
high-quality insulator layer (I layer) is formed at the
HTSC—normal-metal interface, simulated by a homo-
geneous rectangular barrier having the transparency

:|.6|(2K2 —4kd
(K*+K%)

wherek = /kK;—k?, k = /K& + k5, ks is the wave vec-

tor perpendicular to the normal to the interface, anddis
the thickness of the | layer. For k,d > 1, when D < 1
only small angles of electron incidence are significant

_Ko_1
Ko Kod
which ensures that the condition a,(g, 8) = a_(g, 6) =

a(e, 0) issatisfied in formulas (1)—(3). In this case, for-
mula (3) for a = 0 reduces to

D = D(k K) = , (15)

<1, (16)

Ko EDQJ’de(s —eV)

JK0d>l - 2_,_[2h
1-lal* a7
x L f(e—eV)—f(e)],
—ry
where
D = ML bk, k)

2k, /Kod

is the transparency (15) of a long rectangular barrier
averaged over the angle 8. Using (1), (17), and the val-
ues of the Andreev reflection coefficients obtained in
Section 3, we can easily calculate the thermal flux | as
afunction of the junction voltage V for various temper-
atures T. Results of the calculationsfor a = 0 are plotted
in Fig. 7. A comparison of the curvesin Figs. 3and 7
shows that the dependences j(V) in these figures are
qualitatively the same whereas the maximum of j(V) in
Fig. 7 is more than an order of magnitude greater than
that in Fig. 3 and is comparable (in relative units) to the
values obtained for s-type superconductors[14]. Thisis
because condition (16) is satisfied for angles of inci-
dence of quasiparticles on the interface so that the
strong anisotropy of the HTSC materials can be
neglected and also because no suppression of the order
parameter occursfor a = 0.

Figure 8 gives dependences j(V) for various values
of a and the optimum temperature T/T, = 0.45 for a
long barrier Kgd > 1. It can be seen that an increase in
the angle of orientation a leads to significant suppres-
sion of the cooling power. However, unlike similar
curvesin Fig. 5 plotted for a d-functional scatterer, sup-
pression of the thermal flux with increasing angle of
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Fig. 6. Maximum values of the thermal flux j for an N-I-D
junction asafunction of thetransparency D for angle of ori-
entation a = 0 and temperature T = 0.45T...

T/ RN
0.10
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Fig. 7. Thermal flux j for an N-I-D junction with specular
interfaces and along rectangular barrier as afunction of the
junction voltage V calcul ated for varioustemperatures T and
angle of orientation a = 0.

T/ EA
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Fig. 8. Thermal flux j for an N-I-D junction with a long
rectangular barrier and specular interface as afunction of
voltage V for a = 0°, 5°, 20°, and 40° at temperature
T/T. = 0.45.
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Fig. 9. Thermal conductivity of a pure N-D interface as a
function of A/kgT for various angles of orientation .

orientation o is observed from considerably higher val-
ues of the thermal flux for a = 0.

4.3. Thermal Conductivity of an N-D Junction
with Specular Interfaces

The therma conductivity k calculated using for-
mula (4) asafunction of theratio A/kgT for a = 0°, 20°,
and 45° isplotted in Fig. 9. It can be seen that the ther-
mal conductivity of the junction is not exponentialy
small as for a junction based on an isotropic two-
dimensional s-type superconductor [5]:

_ A2k A OoApg A

Estimates made using formula (18) and results of
numerical calculations plotted in Fig. 9 show that for
any values of the angle of orientation a the thermal
conductivity of the N-D junction is more than two
orders of magnitude higher than that of an N-S junc-
tion. This is a consequence of the strong anisotropy of
d-type superconductors and the suppression of the
order parameter near theinterface for nonzero values of
the angle of orientation. For a = 45° the order parame-
ter is suppressed to zero so that the thermal conductiv-
ity of this structure is the same as that of a two-dimen-
sional N-N structure:

ko K2T . 2 ko K2T
078 X __ ~13150°2"8

K=4 — J’dxcoshzx e
0

(19)

For a # 45° the suppression of the order parameter is
weaker. Nevertheless, it is possible to have an effective
leakage of heat because of the strong anisotropy of the
order parameter of d-type superconductors. Thus, the
thermal conductivity of an N-D junction fora # 45° is
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lower than that for a = 45° but substantially higher than
that for N=S junctions (18).

5. N-I-D JUNCTIONS
WITH A DIFFUSE INTERFACE

In the model of N-I-D junctions proposed in [19]
the order parameter at the interface is similar to that
obtained in the case of isotropic nongap superconduc-
tivity. Inthis case, the coefficients of Andreev reflection
(Fig. 2) are substantialy lower than those for specular
interfaces (Fig. 1).

Numerical calculations of the thermal flux across
thistype of interface based on formulas (1)—(3) and the
values of the Andreev reflection coefficients plotted in
Fig. 2 yield negative values for any voltages and inter-
face transparencies. In this case, the numerical values
of the thermal flux are similar (to within afew percent)
tothosefor asimilar N-I-N junction. The thermal con-
ductivity of an amorphous interface with transparency
D = 1isdso smilar to the value given by expression (19)
for atwo-dimensional N—N structure.

6. CONCLUSIONS

This analysis has shown that the cooling effect in
N-I-D junctions is most significant in junctions with
atomically abrupt specular interfaces and a high-qual-
ity insulator layer which can be simulated by a rectan-
gular potential barrier. For thiswe need to have ahomo-
geneous HTSC crystal with angle of orientation a = 0
when the suppression of the order parameter at the
interface is negligible. The most effective cooling takes
place at temperature T = 0.45T.. The cooling power of
electronic refrigerators based on HTSC materials will
be approximately two orders of magnitude higher than
that of the best refrigerators using low-temperature
superconductors (at lower temperatures). However, in
the temperature range of practical interest for bolomet-
ric applications T = 100-300 mK the cooling power of
N-S refrigerators becomes negative for HTSC materi-
als because of their high order parameters which elim-
inates the possible application of these materials in
these low-temperature devices.

The cooling effect in N—-D junctions with specular
interfaces and an irregular barrier smulated in theform
of constrictions with d-functional scatterersyields val-
ues of the cooling power approximately two orders of
magnitude lower [in a corresponding normalization,
see (2)] than those in N--S structures even for a = 0.
Thisimpliesthat in this case, the advantage of high val-
ues of the order parameter in HTSC materials is can-
celed out by their strong pairing anisotropy.

The exponentially strong suppression of the thermal
conductivity characteristic of N—S structures does not
occur in N-D structures because of the strong anisot-
ropy of the order parameter and because of the suppres-
sion of the order parameter at the interface for nonzero
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values of the angle of orientation a. Thus, pure N-D
interfaces cannot be used for bolometric applications.

For the case of a diffuse N-D interface the nongap
superconductivity generated at the interface leads to
extremely low values of the coefficients of Andreev
reflection (see Fig. 2) which makes these structures
similar (in the sense of the electronic thermal proper-
ties) to N—N structures in which no cooling and no sup-
pression of the thermal conductivity typical of N-1-S
structures occurs.
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Abstract—The influence of amagnetic field on the effective conductivity of a system with a chessboard struc-
ture is studied under conditions of the Hall effect. It is shown that in this case a new physical effect occurs,
involving an oscillatory dependence of the charge density at the interfaces on passage through the bifurcation
point. The system possesses considerable magnetoresistance. © 2000 MAIK “ Nauka/Interperiodica”

1. INTRODUCTION

Although studies of the conductivity of multicom-
ponent systems with ordered or random distributions of
components have afairly long history [1-3], this prob-
lem cannot be considered to be completely resolved.
Dykhne [1] showed that a two-component system in
which the conductivities of the components are o, , and
the components (1, 2) have a symmetric random distri-
bution, has the effective conductivity o = (0,0,)Y2 We
obtained an exact solution for the conductivity and
electric field distribution for a two-component ordered
system with a chessboard structure [4] and confirmed
the Dykhne hypothesis that o4 = (0,0,)Y2. It isinter-
esting to determine whether this simple expression for
O4; IS related to the chessboard structure or whether it
also holds for other ordered systems. In addition, the
point 0,/a;, — O isthe bifurcation point for the equa-
tion for the scalar potentia. The physical values of the
conductivity are limited to the range o, , > 0 and the
bifurcation point is unattainable. The existence of finite
Hall conductivity changes the situation.

Ananaysiswill be made of the influence of the Hall
conductivity on an ordered two-component system
with achessboard structure. In this case, the bifurcation
point is attainable and passage through this point leads
to oscillations of the charge density along the edges of
the cells. These results are valid for the two-dimen-
sional case and for samplesformed from cylinders. Itis
assumed that the cross section of the sample has the
structure indicated above.

2. CONDUCTIVITY OF A TWO-COMPONENT
SYSTEM IN A MAGNETIC FIELD

We shall determine the effective conductivity of a
two-component system having a chessboard structure
under conditions when each component also possesses
Hall conductivity. We express the conductivity tensor

0, , of each component in the form
~ A H
G12 = 01,20+ 01,2, D

where 6? ,E= 0[" >[H, E] isthe Hall conductivity. The
condition for continuity of the current across the inter-
face may be written in the form

(GE)y = (GE), 2)
where n isthe vector of the normal to the surface and E

isthe electric field at the interface. Equation (2) can be
conveniently rewritten for the following analysisin the

form
o;n %%% olHanq) a—()’gl
(©)
_ o @@ 900 _ np, 100 09
= 0o,n By’ _yDZ_GZHn[b_y’_mz’

where ¢ isthe scalar potential.

A jumpinthenorma component of the electricfield
leads to the appearance of the charge density p at the
interface

(B)y) - (E)Y = 4rmp. (4)

In order to find the tensor of the effective conductiv-
ity, it is sufficient to analyze the orientation of the elec-
tric field shown in the figure.

We shall consider a periodic structure with unit cell
vectors ./2a(1, 0) and ./2a(0, 1). Thus, only the four
densities p shown in the figure can be independent. It is
easy to check that two relationships exist between them:

Ps = —P1, P3s = P2 ®)
As before, the equation for the scalar potential ¢ is
given by
6 = Eoy—4m[dr,G(r —rp(ry),
(6)

1
G = E[In|r—rl|.
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Converting to the dimensionless variables
t —1a, Pr— E[31,2a (7)

we rewrite the equation of continuity (3) in the form

1
ZEL onfdtp LN
ZTTE'I,/_Q ZH{dtpz(t)%tan[Q(t +N)g

;2 e 0 2[T O
X [smh Eﬁ(t + N)D+ cosh Eﬁ(t + N)D

1

—ngdtﬁl(t) €S)

oo™

(|
=l
O™
S

1 H

N
=

2[Tt dl =
X tan [Q(t+N)D} =

tan E’ET(t' —t+N)5

. 2TIN 2TIN, _ 2[TT,., 0
N | sinh 7+ cosh Ttan [E(t —t+ N)D

tan[H( +t+ N)

>TIN 2TIN,_ 2Tt 0 10,
sinh - + cosh ?tan EE(t' +t+ N)D

OOOoOoOooo
1]
ol

1
zU1 - B 0
— [+ +2mn[dtp,(t) ) tan—=(t+ N)D
x sinhZE’ET(t' +N)E+ coshZE’ET(t' +N)H

1

+ nfdtﬁz(t) 9
0

oo™
=

ZH

21T

1
+

X tanz%t(t + N)E}_

oo
DDQ‘I?
N

tan 5 (1 —t+ N)

;. 12TIN 2TIN - 2T, 0
N | sinh > + cosh 2tan Ejz(t t+N)D
It [
ten(t+t+ N)H -
- 2TIN 2TIN, _ 2[Tt 0 E=—f)2(t'),
sinh 7+cosh 7tan EE(t +t+ N)D E
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Two-component system with a chesshoard structure.

where
Z = (0,-0,)/(0,+0y),

Z" = H(o! - 33)/(0, + 0)).

Theintegral ( f ) in equations (8) and (9) indicatesinte-

gration in the sense of the principal value. It follows
from the system of equations (8) and (9) that the func-
tions p, , are analytic doubly periodic functions of the
variable t with periods T, , given by

Ty, = (1+i0). (20
The points (0, 1) and those equivaent to them are branch-
ing points of the functions py .
Near zero, wefind
A _ A
2 Po(t) = 2

where A; , and K are certain constants. Taking into
account the relationships

pu(t) = (11)

0

dt _ T
.!(t + 1)t

~ Sn2mK’
I (12)
dt
2K
I(l—t)t

= TICOt2TK,

we obtain correlations between the coefficients A, ,
derived from the system of equations (8) and (9)

A,Z

-2 _AZ"tanTk = A,
SINTIK
A7 (13)
2= + AZ tanTk = A,
SINTIK
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The condition for solubility of equations (13) deter-
mines the value of the parameter K

2

H\2 2 _
1-(Z27) tan'mk = — (14

S’ TK.
Solving equation (14), we find

1+722-J(1-7%)? 422"
1+(Z)

Equation (14) for the parameter k differs qualita-
tively from the corresponding equation for zero Hall
conductivity. In equation (14), the bifurcation point lies
in the physical region and after this has been reached,
the value of K becomes complex, resulting in oscilla-
tions of the charge density.

Near the point t = 1, the functions p; , have singu-
larities of the type

. 2
Sin K =

A A
PL= 50 P2 = (15)
t t
where the coefficients Al, > arerelated by
A, = A £ . (16)

1
(1+ Z"tanTK) sinTi

The solution of the system of equations (8) and (9)
may be expressed in terms of the Weierstrass function
O (t) for which the parameters g, ; have the following
values:

g =0, g, =—-4K*1/./2). (17)
Thisissmply related to the Jacobi dliptic functioncn [5]:

_ 21+cn(2Kt, 1/./2) 0l
Hi =K 1—cn(2Kt, 1/,/2)’ KD[D (18)
where
_2./2n
cn(2Kt, 1/./2) = —K(l/[z)
(19)

© —m(n-1/2)

x Z 1e cos(mit(2n—1)).
+

—T(2n—1)

Taking into account formulas (13) and (16), wefind

s - AQDM f, e
Ekz(l/IZ) H(ary2)H0°
A AZ 0 D(t) f (20)

P2 = (1-Z"tantk) sint Tk ?(1/./2)V

BZ o0 (L—t) f
(1 + ZMtant ) sintk Hk2(1/./2)F
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We introduce the two functions G, , using the relation-
ships

L O o
I N3 22

- [ g e

I Tn L 2T O
x Osinh™ == (t' + N)5+ cosh™ == (t' + N)
g [ O K7 O

(21)

2[TT o
X tan [Q(t+ N)D%

Both these functions were analyzed in an earlier study [4]
and we merely give their values here

-1 %[IL
4ﬁ1K(1/[2) 2

G2 = Gltan7

(22)

Integrating the system of equations (8) and (9) with
respect to t' over the interval (O, 1), we obtain allowing
for the formulas (21)

z01
2n /2

2T[Glzt
SINTIK

KA
b2 EI:i—ZHtanTtK

B = z"

+ -
1+ 2 Mtanmk g 2.2m

= Gi(A+B),

(23)

«d z"
+ 211G, (A - B)tan— D+
’ 2,21

z01
ey

ZG; A _ B
SNk _ ZMtanmk 1+ 72" tanm

4
U

Solving the system of equations (23) yields the fol-
lowing value for the coefficients A and B:
1

A+B = ———
2./2DG,

SINTIK
X -Z —+Z Tt TT —_—
EZ[ > tan > SINTIK tanTik tan 2}

No. 6 2000
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+ ZH[_ SNTK 4 Ztan X + 7" sinmk tanTk tanﬁ} 0
z 2 210

. (24

A—B = —eei
2./21mDG,

H
X %[—Z—sinm(tanm( +1-— sinnKtanE}
oL <4 2

H

+ ZH[Z?sinTthanTrK +1-— sinTthan%}

[ |

where

_ [E 2TIK [ ;
D = £+ Ztan ngmnx—zzmn (25)

TK
[ 2"
The effective conductivity is related to the charge den-
sity py,» by

Our = —[—24—(’—;9—_95—) aCi0-p:0). (29

Substituting into formula (26) the explicit expression (20)
for the charge densities p, , and taking into account (24),
we obtain arelatively simple expression for the effec-
tive conductivity o in amagnetic field:

20,0,

(e] —
eff 0.1 + 0.2

SNTK —ZztanT[—zK +(Z")?sinTk tanTk tanlgS (27)
X .

; 2. 2TIK[] 2, TK
SlnT[K%I.+Z tan -Z—D—ZZ tan-2—

The effective Hall conductivity is expressed in
terms of the charge density and, consequently, in terms
of the coefficients A and B using

Hob = HG;'—ZT[GleE(A+ B) — Z
@ 0 SINTIK
«0__A B E—[(A—B) (29)

0 _Z%tanmk 1+ Z™tanT

Z g A B D} K O
—— + tan— [
sSnkH _ 7Mtanmk 1+ ZMtanmkE 2
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Using equation (24), expression (28) for the Hall con-
ductivity can be simplified substantialy and reduced to
the form

Ho" = H(0,0} + 0,0%) ___4mno,o,
et 0,+0; J2Z(0, + 0,)
29)
O K Z z" O
x[G,(A+B)-G,Z(A-B)tan— —— + 0
il ! 2 2./2m 2./2mQ

Substituting into formula (29) expressions (24) for
the coefficients A and B, we obtain the final expression
for the Hall component of the effective conductivity

H H 2, H _H
H _ 0,0, +0,0; 20,0,Z2°(0;—-0;)
eff 0.1 + 0.2

2 2
0,—-0;

X [%anﬂ—Tz—K + tanEzEtannK%ﬂ'nnK - tanﬂzﬁ} (30)

-1

2. 2TIK[. 2. TIK
x[%uz tan 7%3@11(—22 tan7}

Equation (14) contains a bifurcation point after
which the parameter kK becomes complex. The bifurca-
tion point is determined from the condition that the
derivative of kK with respect to the parameter (Z)? goes
to infinity. From this condition, we find the bifurcation
point

z°+2zz" -1 = 0. (31)
On account of the linearity of the initial equations,
above the bifurcation point in equations (27) and (30)

for the effective conductivities o and creHff thereal part

should be taken from the right-hand sides. The appear-
ance of an imaginary part of the parameter K leads to
oscillations of the charge density at theinterfaces. If the
Hall conductivities of components 1 and 2 differ, the
effective conductivity will have a high magnetoresis-
tance.

3. CONCLUSIONS
If the Hall conductivity of at least one of the components

is nonzero under the condition o} # o, the effective

conductivity possesses strong magnetoresistance. In this
case, there is a bifurcation point above which the
charge density oscillates along the interfaces. For a
fixed value of the parameter Z = (0, —0,)/(0, + G,), the
bifurcation point is realized with increasing magnetic
field. This property of a two-component system is
promising from the point of view of experimental con-
firmation.
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Abstract—The kp method is used to analyze the problem of intervalley '—X, interaction of conduction-band
states in the (001) lattice-matched I11-V semiconductor heterostructures. A convenient basis for expansion of
the wave function is systematically selected and a multiband system of equations is derived for the envelope
functions which is then reduced to a system of three equations for three valleys (I';, X;, and X3) by using auni-
tary transformation. Intervalley '—X, mixing is described by short-range potential slocalized at heterojunctions.
The expressions for the parameters determining the F'—X, mixing strength explicitly contain the chemical-com-
position profile of the structure since mixing is naturally stronger for abrupt heterojunctions than for structures
with a continuously varying chemical composition. It is shown that direct I'1—X; interaction of comparable
strength to the I ;—X5 interaction exists. This must be taken into account when interpreting tunnel and optical
experiments sincethe X; valley is substantially lower in energy than the X; valley. © 2000 MAIK “ Nauka/Inter-

periodica” .

1. INTRODUCTION

Heterostructures with quantum wells and barriers
using GaAg/AlGaAs are popular objects for studying
the physical processes accompanying resonant tunnel-
ing and optical transitions. These structures are partic-
ularly interesting because in GaAs the minimum of the
conduction band is situated at the center of the first
Brillouin zone (", symmetry) whereas the minimum of
the AlAs conduction band lies near the X point where
the bands having X; and X; symmetry are close
together, the X; band being the principa one (the Xg
band is 350 meV higher energy). On each cubic axis,
there is a pair of X valleys, one from the X; band and
one from the X5 band. Layers with predominantly Ga
content act as barriers for X electrons while regions
with Al predominating act as barriers for I' electrons.
Under certain conditions, resonant tunneling interac-
tion can take place between energetically close states of
thel” and X valleys and thisis even observed on the cur-
rent—voltage characteristics of single-barrier structures
(see, for example, [1, 2]) and aso in optical experi-
ments [3, 4]. The conditions for the existence of this
interaction generally involve the presence of structural
defects, impurities, heterojunction roughness, and/or
interaction with short-wavelength phonons. However,
in the (001) heterostructures, interaction of al™ valley
with X, valleys (i.e., X valleys lying on the z axis
directed along the normal to the surface) is caused by

the potentia of the structure itself which leads to non-
conservation of the quasimomentum component k, per-
pendicular to the junction. As aresult of size quantiza-
tion for fairly thin (less than 50 A) AlGaAs layers,
X,velley sates are situated below al X valeys so that an
analysisof =X, interaction at the heterojunctionisimpor-
tant for an accurate description of '—=X junctions[5].

Thistype of intervalley mixing has been studied the-
oretically both phenomenologicaly [6] and using a
tight-binding model [7, 8], and also using a pseudopo-
tential method [9]. Nevertheless, our level of under-
standing of the processes leading to '-X, mixing of
electronic states is far from satisfactory. For instance,
theresultsof [8, 9] indicatethat direct I'.—X; interaction
is extremely weak and '-X, mixing is merely attribut-
able to I',—X; interaction, whereas, according to [7],
IM,—X, interaction is the determining factor (however,
the parameters of the tight-binding model used in [7]
are such that the X; band isvery high in terms of energy
andisinfact eliminated from the analysis). Studies[10,
11] in which the form of the =X, interaction potential
was determined by direct calculations of the matrix ele-
ments of the model heterointerface potential using the
complete wave functions of the states also give a con-
tradictory answer to the question of the strength of the
IM,—X; interaction. According to the results of [10], this
interaction is weak whereas the results of [11] suggest
the opposite: I';—X; mixing can be comparable with
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I,—X5 mixing. The solution of this problem is impor-
tant for interpreting tunneling and optical experiments
since I',—X; junctions are usually observed experimen-
tally.

In the present study N'—X, interaction (mixing) is
analyzed using the method of envelope functions. This
is afairly explicit technique which does not have the
disadvantage of the tight-binding model in which the
heterointerface is oversimplified, while calculations
using the empirical pseudopotential method are much
more cumbersome than those using the envelope func-
tion method. Note that so far attempts to derive a sys-
tem of eguations for the envelope functions jointly
describing the I and X states have not produced satis-
factory results. This is mainly because an atomicaly
abrupt change in the crystal potential at the heterojunc-
tions produces” —X, mixing [12] and correct allowance
for such abrupt changes in the potentia is outside the
scope of the usual method of L uttinger—Kohn envelope
functions. In [10, 11] in which the problems were ana-
lyzed using the envel ope function method, X interac-
tion was analyzed using perturbation theory but the
selected basis functions were a generally overfull set
corresponding to the set of Kohn—Luttinger functions
for thel” and X states. An overfull (and nonorthogonal)
basis can, in principle, give an erroneousresult. In addi-
tion, this approach cannot be applied directly to
describe the states of the continuous spectrum which is
important for the M'-X, tunneling problem. Neverthe-
less, the results of the present study agree qualitatively
with the conclusions of [11].

The essential features of the problem of adequately
describing intervalley mixing of states in heterostruc-
tures is similar to the intervalley splitting of impurity
statesin multivalley semiconductors (for example, in Si
and Ge). We know [13] that allowance for the short-
range part of the impurity potential (“the correction to
the central cell”) not only yields a chemical shift of the
impurity-state energy but also lifts the valley degener-
acy. In[14], we proposed afairly simple method of ana-
lyzing heterojunctions with an atomically abrupt
change in chemical composition. This method involves
isolating the “smooth” component of the heterostruc-
ture potential and the “abrupt” component which is
only nonzero near the heterojunction. The smooth com-
ponent is “processed” by a standard technique (the
Kohn—Luttinger method) while the abrupt component
is considered as a correction to the central cell. In[14],
we only considered states near the I' point in the Bril-
louin zone and in the present study we develop the
method further to describe the interaction of states near
different pointsin k space. These results werefirst pre-
sented at the I11 All-Russia Conference on the Physics
of Semiconductors, see [15] and also [16].
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2. FORMALISM
OF THE ENVELOPE FUNCTION METHOD

2.1. Formulation of the Problem

We shall consider the electron states in the (001)
[11-V heterostructures formed from related lattice-
matched semiconductors having zinc blende symmetry.
By related structural materials we understand a fairly
small band offset so that in the energy range of interest
the conduction-band states near the point ' can be
described using a single-band variant and the states
near the point X can be described using two-band (for
the X; and X; bands) variants of the envelope function
method. We shall also assume that the energy gap
between the states of interest to usin the I and X val-
leysis smaller than or of the order of the band offset.
This means that we can consider the direct interaction
of the Iy, X, and X; states exactly and interaction via
all other bands can be taken into account using pertur-
bation theory. Since the desired Hamiltonian of the
equation for the envelope functions should depend
explicitly on the number of monoatomic layers of each
material forming the structure[7, 17], weshall consider
a structure with two symmetric heterojunctions as the
simplest case to obtain this dependence. For simplicity,
we shall neglect spin—orbit interaction and al so external
smooth potentials. The single-electron Schrédinger
equation then has the following form:

%]O +URW() = ew(n). (1)

Here, my is the free electron mass, p is the momentum
operator, and U = U(r) isthe crystal potential of the het-
erostructure. We shall first use the following model for
this potential (a more redlistic situation will be dis-
cussed in Section 3):

U=U,;+P@[U,-U,]=U, +P(2)dU, @)

and U; = U,(r) and U, = U,(r) are periodic (continued
to al space) potentials of the two heterostructure mate-
rials, the z-axis is perpendicular to the heterojunction
plane; the form factor P(2) of a heterostructure having
the heterointerfaces z= 0 and z = L is defined so that

0, z<-d
P(2 =<1, d<z<L-d 3
0, z>L+d.

The behavior of the function P(2) in the transition
regions (of width 2d near the heterointerfaces) may be
fairly arbitrary. Here, the symmetry of the structure
impliesthat P(2) = P(L —2), L > d. We shall assume that
alayer of width L contains an integer number of mono-
layers: L = N'a/2, where N is a natural number.
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2.2. Choice of Complete Orthonormalized Set
of Basis Functions

Asin[14], the potential P(2)0U isanayzed interms
of perturbation theory and the complete and orthonor-
malized set of functions used to expand the complete
wave function W(r) isconstructed of Bloch functions of
the base semiconductor (having the crystal potential
U,). In our case, the most natural basisisamixed basis
of Kohn—L uttinger functionsfor the pointsI” and X.. In
order to make this set complete and orthonormalized, it
should be constructed as follows. We first expand W¥(r)
in terms of the Bloch functions u,,(r)ek " of the base
crystal which correspond to the energy eigenvaluese,y,
where n and k are the band index and the quasiwave
vector, respectively:

W(r) = Z I&in-(k')eikﬂun.k.dgk'. (%)

Summation in (4) is performed over al bands and inte-
gration is performed over the region A, of nonequiva-
lent k. In order not to consider two equivalent X, points
having the coordinates (0, 0, 21va) and (0, 0, —217a) in
k space, we shall not operate in the first Brillouin zone
constructed as aWigner—Seitz cell but we shall definea
region A\, such that points I and are contained in this
region, for example, g = (0, 0, 21va) with their vicini-
ties. Following [13, §7-3] we divide /\, into two subre-
gions/\r and Ax containing thepointsI™ and X, with their

vicinitieswhere A- 0 Ax = Agand Ar n Ax =0 (see
comments on this method of division in Section 2.4).
Now, following [18], we use series expansions of the
periodic function uy,:

Unk = me'n(k)um'O, Unk = zcm'n(k)um'Q'
m m

Then (4) can be rewritten in the following form:

w(r) = Z I A (Kb T, od%K
ik O A

(5)
£y Al (K +a)e e g dk

n, mlk'+qD/~\X

We then define the functions

T (k) = 5 An(k)bya(K), ®)

T () = 3 su(k + Dk +a), ()
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which will specifically comprise the envelopes of the
functions of the I' and X states in the k representation
and we shall define the region Ay such that the condi-
tion k O Ay (shift of the origin in k space) is satisfied

foral k +q 0O /~\x. Now (5) can have the form of an
expansion of W¥(r) in terms of a complete set of Kohn—
L uttinger functions near the points ™ and X,

W) = Y [T KX d K + Z I?J?‘X)X(X)d K
" ®
(V)(k )X(V)

2]

where the Kohn—L uttinger functions are

vi=r, X

v

r_ ko ik ()
ka =e umO—e (pm '
(X) _ kO jqmr _ ik (X)

Xmk = € € Ung =€ O

Thus, the Fourier transforms of the envelope functions
constructed above only differ from the usual ones [18]
in terms of the domain of definition. In our case, these
aretheregions/\r (for states near the center of the Bril-
louin zone) and Ay (for states near the X, point) rather
than the compl ete first Brillouin zone.

We shall also assume that (pr(n") are real. Taking the

following orthonormalization relationship for the
Bloch functions:

| Unece " MU T’ = 5,8k —-K), (9
I

we obtain the required orthonormalization relationship
for the basis functions [18]:

| OGS X W = 5,,8,,8(k—k),  (10)

Spase

2.3. Multiband System of kp Equations

In the basis specified above the procedure for
obtaining the kp system of equationsistrivial, see[18].
Using the expansion (8) in (1), multiplying both sides
of the equation by (x'4))", and integrating over all r
space, we obtain the following system of equations:
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(v)
Sty s T (0 zﬁ—pr;;”k%%’(k)

m

(11)
(vv) oz (V) _ (V)
+ m (K, K)o (k)d K = e (K).
':r,x%,{,
Here, e( ) = mo @nd e( ) = €y
Pl = [, v[p|m, vO= (2”) [ o Pt dr,

cell

i, v|p|m, v'C= 0for v # v', Q isthe unit cell volume,
and

M (K, k') = Ie‘“k‘k" "o P(23U Gy dr.
spase

The matrix elements M (k, k') were analyzed in
[14]. 1t was shown that the contribution of the perturba:
tion potential can be divided into smooth and abrupt
components (the latter is exponentially small for
smooth perturbations on the scale a). The contribution
of the abrupt component is a correction to that of the
smooth component (for the case when the width of the
heterostructure layersis much greater than a) and it can
be written in the form of converging seriesin powers of
(k, — k;). We shall use the effective-mass approxima-
tion with spatially independent effective-mass parame-
ters and we shall only allow for the abruptness of the
heterojunctions in the first order in terms of the param-

eter ak, [14, 19], where k; is the characteristic quasi-
momentum of the state. We shall consider the interval-

ley elements 'Yy (k, k), v # V', in greater detail and
for M2 (k, K, following [14, 19], we obtain

ME(k, k) = [@(kz—k;)aum

<m v|6Ue |m v>
)
jz0
d d

4 —-iKz —i(k,—k, iKiz U
xO[P e dz—e Tt IP'(z)eK’ dzlj}é(k”—kh).
0
—d —d

(12)

Here we introduce the notation: P(k,) is the Fourier
transform of the function P(2); the matrix element is
SUS, = [, v|3UIm, v K; = (41a)j, j is an integer;
P'(2) = dP(2)/dz, and k|, = (kx, ky, 0). We used the sym-

iK;L

metry P(z2) = P(L —2) and also the fact that e ' = 1.
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Here, we give al the matrix elements (12) required sub-
sequently. We assign the indices w, u, and v to the con-
duction-band states I';, X;, and X, respectively, and
omit the valley indices since the band number in our
approximation now uniquely defines the state. Using
Symmetry concepts we obtain

N - ' 1 —i(k,~K) L[]
Malk, k) = | P, ~k)8U + 5-dfl + e Y

x 3(ky—kyp,

wheres=w, u, v; and the parameters d; are determined
asfollows:

des = =% J’P(z)sm(K 7)dz.

i#0 —d

The potential also makes a contribution to the direct
interaction of the X, and X; states:

e kZ)L%"(ku ki),

50U cos(K z)|s

Mk, k) = duv

where

fu|dUsin(K; z)|v

0, = 5 R

j%0
We shall now consider the most interesting intervalley
matrix elements MY v £ v

IP (2)cos(K;z)dz.
j

ME Kk, k) = | P2e" Y Tuo8U Uy dr.

al
spase

We shall analyze this matrix element using the same
method which yielded (12). We shall use an expansion
of the periodic function undUuy, as a Fourier series
which gives

Mo (k. k) =5 CPO"OP (k, K, ~ 0, + K,)
[ (13)
x 3(ky—kj +Ky),

where K, = (K,
lattice, and

K,) are the vectors of the reciprocal

mOm() _ (em®

© Q

Iumo()UeiK' U’
cell

E<m, rlsue™ " "m, X>.
Aswas shown in [19], for the region where [K,| + [k | <
Tfawhosesizeisfairly large for our purposes|[we obvi-
ously used this constraint in the derivation of (12)],

No. 6 2000



METHOD OF ENVELOPE FUNCTIONS AND INTERVALLEY =X, INTERACTION

only the vectors of the reciproca lattice with K, = 0
will contribute to (13):

MOk, k) = Z( m, r|s5ue™ ™ " m, x)

x P (k,—k; + K;—0a,)d(k,—ky)

. (14)
=y {(m,T[5Ue® 7 m, X)
j=+1,£3 %5, ...
., 2T .
x Pk, —k; + —é—J%(k”—k”).
We shall analyze the functions P(k, — k, + (21va)j)

contained in (14) in greater detail:

L2mg_ 1 1
@%Z et g Io= 2mik,— K, + 2mj/a

%m

J’P(z)exp[HB( -k, + 20

-1 1
2mik, -k, + 2mj/a

d
0
x O P(2) exp i 205 2 Eexp{ —i(k, — K) 2} dz
’ 0 2 O

. : 0 .2m. O
—exp{i(k,~k)L} exp- L O
0 0

d
, t2m. 0 , , O
x [P@epD S izoem(ik,~k)z) dzd
J oa o 0

where we again used the property P(2) = P(L — 2). We
now expand (k, — k;, + (217a)j)™, exp(-i(k,— k})2z), and
exp(i(k, — k;)z) as series in powers of (k, — k},) where
the convergence of the first series is ensured by the
property |k, — k| < 2rfasincek O Ar and k' 00 Ay. We
only retain the first terms of the expansions. This gives
agood approximation for k, < 2ma and k, < 1/(2d),

where k; is the characteristic quasimomentum of the
state or the reciprocal characteristic length of variation
of the envelope functions (6) and (7) in ther represen-
tation (i.e., the envelope functions should vary continu-
ously on scales of order a and on scales of the order of
the widths of the interface regions). Now, bearing in
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mind that for all values of the summation index j in (14)
exp(-2rijL/a) = (-1)", we obtal n

@E(Z—k 210 2mzﬂJD[P(z)expD I—-—jz%jz

+5ig=

F 0
(1) exp{-i(k,—K)L} IP'(z) e 10

Here, thereis adependence of the effective potential on
the number of monoatomic layers N', which mixes the
valley states assigned to different pointsin k space. We
now write the matrix elements we require (we again
drop the valley index):

j=+1

(16)

. 1 =i (k,— k)L .
Mok, k) = 5duu L+ (1) e (- k),
where
- a RALE
e 3 Aoy
j=+1,%3, 45, ...
; (15)
vy o [2T
XIP(z)smE%—Jz%jz
—d
and
' N il k) |
M, K) = 20 B - (1) B -k,
where
- a (2T,
d,, = 2 an<w‘6Usm Jzav>
+3, 5, ...
d

x J’ P'(2 cosg%nj z%lz :
—d

It can be seen that the abrupt potential of the heteroint-
erfaces not only ensures I ;—X; interaction [8, 17, 10]
but also I ,—X; interaction [11]

We have obtained a multiband kp system of equa-
tions and explicit expressions for al the elements of
this system required subsequently. We shall now obtain
asystem of 3 x 3 equations for the strongly interacting
states I, Xy, and Xs.

2.4. Elimination of Far-Field Zones and Transition
tor Space

In the effective-mass approximation with spatially
independent effective-mass parameters, the approxi-
mate unitary transformation procedure which elimi-
nates the influence of far-field zones in the required
order of perturbation theory is performed by a standard
method [18] and is not given here. We obtain an integral
system of equationsin the k representation. The aim of
the present study isto simplify the final results asfar as
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possible which may be achieved if the corresponding
equations are differential. The problem of the accuracy
of the envel ope function method which occurs on tran-
sition from integral to differential equations and also
when the far-field zones are eliminated has already
been discussed in [14, 19]. We shall summarize the
constraints imposed on the accuracy of the envelope
function method for this case.

First, we need to determine the effective radius of
the region in k space for which the system of equations
for the envelope functions is correct (we shall call this
k region the fundamental region). Whereas the multi-
band system of equations (11) is valid for all k O A,
and k' O A, the unitary transformation of this system
which eliminates the far-field zones can, in principle,
reduce the dimensions of the fundamental k regions.
Thisiseasily understood from the following. The spec-

trum of states of abulk semiconductor eﬁk")(k) near the
point K, in a band numbered n may be represented as a
series in powers of k (for degenerate states the spec-
trum is determined by diagonalizing the matrix whose
elements are these series). The series has afinite radius
of convergence R, which is determined by the strength
of the kp interaction with the far-field zones. This

radius can be estimated as R, = myE4 /24 P, where Eg

and P are the characteristic values of the interband
energy at point k, and the interband matrix element of
the momentum. States having quasimomenta which do
not belong to the fundamental region cannot be correctly
taken into account in the transformed equation and
should be neglected. We denote the corresponding radii

of the fundamental k regionsas Ry’ and R\’ for con-
duction-band states near the pointsI™ and X, respectively.

Secondly, on changing from the k to ther represen-
tation, integration is performed over regions of k space
of finite dimensions which makes it difficult to obtain
differential equations directly in r space. The loca
approximation formula involves replacing the finite
regions of k space by infinite ones. Since the hetero-
structure potential isnot smooth and the envelope func-
tions obtained (or their derivatives) can vary apprecia-
bly on scales of the order of a, this procedure does not
give an exponentially small error as in the case of
smooth perturbations but an error which is only small
in terms of power (for this analysisit is convenient to
consider the limiting case of a mathematically abrupt
potential and then the envelope functions or their deriv-
atives obtained as a result of the local approximation
may have a discontinuity). Since the perturbation-the-
ory seriesused for the unitary transformation isapower
series, it is important to avoid the inclusion of extra-
accuracy terms. For the simple single-valley case
(I states) analyzed in detail in [19], the error of the

method is of the order of (kY /RTY where k! is
the characteristic length of variation of the correspond-
ing envelope function and the exponent M is ameasure
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of the smoothness of the latter (for an isolated hetero-
junction or afairly wide quantum well M = 3). In this
case, we need to determine two characteristic quasimo-

menta §” and §X’ for the " and X states. In the zero-
order approximation which is acceptable for estimating
the accuracy of the method, the I' and X states do not
interact and the constraint associ ated with the transition

to differential equations is determined by the error
(k1R for the I states (we shall assume that the

layer width L issufficiently large so that ké” L=1).For
X states, the situation is dlightly more complex: the sys-
tem of equations for these contains both second deriva-
tives of the envel ope functionswith respect to zand first
derivatives as a result of kp interaction between the X;
and X; bands, where the effect of this interaction may
be comparable with the contribution of termswhich are
quadratic with respect to the momentum operator. This
meansthat inthe “worst” case, the accuracy of thelocal
approximation for the X states is limited by the error

(k" 7RI, All these factors allow us to consider the
corrections which appear as a result of the abruptness
of the change in the heterointerface potential which are
small with respect to the parameters ak. ' and ak.”.
We also note that splitting the region /Ay into subregions
A and Ax should be performed so that R{? and R{"
are not larger than the radii of the regions A and Ay,
respectively, and then R{’ and R}, not the radii A,
and /\y, appear in the expressions to estimate the accu-

racy of the local approximation (this was implied
above).

Asaresult, the required system of differenti al~equa-
tions for the transformed envelope functions Fn(r),

where m = w, u, v, has the following form for the
strongly interacting I;, X,, and X states:

S (Tom* Vei(@)Fin(r) = €Fn(r).
m=w,u,Vv
Here, T andV arethe (3 x 3) matrices of thekinetic and

potential energies. The form of the matrix of the effec-
tive kinetic energy operator is known [20]:

(17)

0 42 O
0L 0 0 O
i :
2 2
T = 0 p|| + P (pz)uvpz+ O
E 2my, 2my; my YP<Py g
O 2 2 O
0 0 (pz)vu pz+yp p Py + P2 O
a Mo Y 2m, 2m,, O

where m,, is the effective mass for the ' conduction-
band states, m,; and m are the longitudinal and trans-
verse effective masses for thel band (I = u, v) at point X;
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and the bulk parameter v, in particular, determines the
magnitude of the linear photogalvanic effect [20].
Before giving the form of the matrix of the potential
energy operator, we go over from the function P(2) to
the function ©(2) — ©(z— L) merely for reasons of con-
venience [19]:

1069

Now the matrix of the effective potential energy opera-
tor V may be expressed as the sum of three matrices:
V,+V, + Vs The diagona matrix V, corresponds to
the standard (bulk) effective-mass approximation [18]:

(Vi)ss = {€ss +0U[O(2) —O(z—L)]} .

P(2 = O(2 -O(z—L) + po(d(2) +8(z—-L)), (18)
where As a result of the abruptness of the heterointerface
d potential, the matrix V, contains both intravalley con-
Po = I P(2dz-d. tributions and contributions which mix the X; and Xg
2 states (all the parameters d,,; are real):

0 G (5 + 32— L)) 0 0 5

V, = E 0 auu(é(z) +&(z—L)) d,(8(2) —8(z—-L)) %

0 0 0,0(8(2) ~8(z—L)) (5@ +8(z—-1)) [

Here, the parameters dss are related to dy asfollows:
aSS = dss+ 6UsspO'

Finally, the matrix V4 contains contributions which
mix the I and X, states (also as a result of the abrupt-
ness of the heterointerface potential). We give the non-
zero elements of V3

(V3)Wu = (V3) uw

(Va)uy = (Vo = (82 - (-1)"8(z—1)). (20)

In our approximation, the expression linking the
envel ope functions and the complete wave function has
the usual form (we again drop the valley index):

LP(r) — z ‘hpnm(DFm(r))

B imo(em_en) '
m=w,u,v

Ay (3(2) + (-1) "8z~ 1)), (19)

Fr()on+ S

For an arbitrary number of heterojunctions z = z
numbered by the index j, the nonzero elements of V4
may be written in the following form:

(Vohws = (Valuw = 3 € di8(2-2),
i

(Vaduy = Vol = 5 e diN8(z~2),
i

where q is the distance in k space between the centers
of the valleys under consideration (in our case, q =

(0, 0, 217a)). Sincethe parameters d')) and d'}) depend
not only on the heterojunction material but also on the
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microscopic structure of the interface, these must gen-
erally be determined for each interface separately.

3. DISCUSSION
OF RESULTS AND CONCLUSIONS

Using the kp formalism, we have constructed agen-
eralization of the method of envel ope functions suitable
to describe the interaction of the I and X, states in the
(001) 1=V nanostructures formed from similar lattice-
matched semiconductors. In the derived system of
equations (17), mixing of the states of different valleys
is determined by the heterosurface effective potentials
(29) and (20) similar to those introduced phenomeno-
logically in [6]. The system (17) contains information
on the number N of monoatomic layers of the structure.
An oscillatory dependence of the effective intervalley
mixing strength on N was obtained, in particular, in [7]
and was also introduced from symmetry concepts (in
terms of the boundary conditionsfor the envel ope func-
tions) in [17]. However, in addition to this, there are
some difference between the results of the present
study and the results of other authors. The most impor-
tant of these is the appearance of direct interaction
between I'; and X, states whose strength is determined
by the parameter d,,. This was predicted recently in
[11, 15, 16]. The strength of the I',—X, interaction, i.e.,
the value of the constant d,,,, depends strongly on the
structure of the heterointerface on atomic scales. In
simplified models, such as the simplest variants of the
tight-binding method, thisinteraction may be absent. It
is clear from (15) that in the hypothetical case of math-
ematically abrupt heterojunctions when P(2) = O(2) —
O(z - L), we in fact find d,, = 0. The conclusion
reached in[10] that d,,, < d,,, was specifically aconse-
guence of the selected heterojunction model for which
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the simplest case is a mathematically abrupt jJump (see
also[11]). Ingenera, thereisno basisfor assuming that
d,,, differs substantially from d,,, and since the X; band
is lower in energy than the X5 band, the existence of
I",—X, interaction may be very significant for interpret-
ing experiments.

In[19], we considered amore complex model of the
potential of an ideal heterostructure and, specifically,
took into account a periodic coordinate dependence of
the heterostructure form factor in the (001) plane. We
showed that this complication merely leads to renor-
malization of some parameters obtained using (2).
However, whereas it was found using the simple form
factor model that the mixing strength of heavy and light
holes at the center of the 2D Brillouin zone was higher
for abrupt heterojunctions than for structures with a
continuously varying composition, this conclusion was
not obtained using the more complex form-factor
model. We can merely conclude that the strength of the
Ih—hh mixing depends on the structure of the transition
region of the heterointerfaces. Having made a similar
analysis for our case, we can easily show that the M'-X
mixing strength in fact depends strongly on how
abruptly (on scales of the order a) the chemical compo-
sition at the heterojunction varies. This conclusion
which follows directly from expressions (15) and (16)
for the parameters d,,, and d,, is quite natural since
junctions with such alarge (of the order of the dimen-
sions of the Brillouin zone) change in the quasimomen-
tum k, can only be achieved by electron scattering at an
atomically abrupt heterointerface (in formal terms the
Fourier components of the heterointerface potential
with the wave vector k, = 21v/a are responsible for the
=X junctions).
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Abstract—A generalization of the Sakai—Tateno—Pedersen model is proposed. This model is used to establish
the existence of a discrete eigenval ue spectrum of the free-motion velocities of a Josephson vortex, or 21t kink,
produced by the Cherenkov structure of extraordinary vortex-trapped Swihart waves having the spectrum (3.9).
The dependence of the current across the Josephson junction on the vortex velocity was obtained, and, at com-
paratively high velocities, this was characterized by equidistant dips attributable to the Cherenkov resonant
interaction of the vortex with Swihart waves. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

A theory of multikink structures of Josephson vorti-
ces in a nondissipative long Josephson junction was
constructed in [1-3], and an effect involving Cheren-
kov trapping of Swihart waves by a moving Josephson
vortex was established theoretically. The coherent
structure formed as aresult of thistrapping corresponds
to the gluing of Josephson vortices by trapped waves to
form a multikink vortex. The coherence of the trapped
waves leadsto adiscrete differencein the family of 2rm
kinks. Thisdiscretenessisresponsible, for example, for
a discrete number of trapped wavelengths. It is of prime
importance that, this new property is observed in the dis-
crete (“quantized”) velocity spectrum of the free motion
of Josephson vortices, or multikinks. The theory con-
structed in [1-3] is based on the Aubry—Volkov model
[4-7] (see dso [8]). Although this model could
describe freely moving multivortex structures, the free
motion of an isolated vortex, or 2rtkink, carrying asin-
gle magnetic-flux quantum was forbidden in this
model. Apart from this result, the absence of any other
exact statements related to the free motion of 2rtkinks
under conditions of possible Cherenkov interaction of
Josephson vortices with Swihart waves naturally raised
the question as to whether the exclusion of the free
motion of 21t kinks in the Aubry—\Volkov model is
merely a property of this model or whether it is more
general. In this study, we answer this question on the
basis of an analytic description of Josephson vortices
using ageneralized Sakai—Tateno—Pedersen model [9, 10].
Our generalization put forward in Section 2 involves
making additiona alowance for the fourth spatia derivar
tives in this modd. This generdization is required at
Josephson vortex velocities close to the Swihart velocity.
At the same time, this generalization can describe the
Cherenkov interaction of Josephson vortices with Swi-
hart waves and is put forward in Section 3. Notethat, in

[11], allowance for the fourth derivativesin a generali-
zation of the ordinary sine-Gordon equation was used to
obtain a numerical description of a 4t kink. Using our
nondissi pative generalization of the Sakai—Tateno—Peder-
sen model, we subsequently show that Cherenkov
interaction of a Josephson vortex with waves does not
generally forbid the free motion of a 2rtkink. In other
words, the exclusion for the motion of a 2rtkink as a
result of the Cherenkov effect in the Aubry—\Volkov
model of Josephson vortices is a specific result of this
model. By allowing the free motion of an isolated
Josephson vortex in the Sakai—Tateno—Pedersen model,
we are able to establish, for the first time, the internal
coherent structure of a 21t kink produced by Swihart
waves Cherenkov-trapped by a moving Josephson vor-
tex. Asin the case of multivorticesin the Aubry—Volkov
model, our generalization of the Sakai—Tateno—Peder-
sen model alows usto predict theoretically for the first
time that the velacities of free motion of a 2t kink
(the simplest Josephson vortex) are discrete, and we
establish alaw determining the eigenval ue spectrum of
these velocities. We stress that, here, we have aqualita-
tive difference between this family of Josephson vorti-
ces and the Josephson vortex having a continuous spec-
trum of free-motion velocities usually considered inthe
sine-Gordon model [12]. The results of this theory
are presented in Section 4. In Section 5, we use a
generalized Sakai—Tateno—Pedersen model to takeinto
account current from an external source. This model
can be used to analyze the forced uniform motion of
Josephson vortices with an accompanying Cherenkov
field of trapped waves and atrail of Cherenkov radia-
tion following the vortex. In particular, we can obtain a
unigue dependence of the current on the vortex velocity
which can be observed in the current—voltage characteris-
tic of Josephson junctions. Thisuniquenessis observed as
aoscillating dependence of the current—voltage charac-
teristic on the velocity of the Josephson vortex which
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Fig. 1. Thefunction F[¢] corresponding to the nonlinearity
in the Sakai—Tateno—Pedersen model in accordance with
formula (2.2).

corresponds to the appearance of a spectrum of charac-
teristic velocities of the freely moving Josephson vor-
tex and, hence, to a dependence of the current on the
voltage. This last result differs qualitatively from that
obtained in [13] in which the influence of Cherenkov
radiation on the current—voltage characteristic of a
Josephson junction was described. This qualitative dif-
ference is quite natural since the study [13] is based on
the assumption that the velocities of a 2t kink have a
continuous eigenval ue spectrum, whereas the discrete-
ness of the velocity spectrum of a2rtkink is established
for the first time in the present study. Finally, in Sec-
tion 6, we alow for ordinary dissipation, discuss the
results, and put forward the concept of Cherenkov glu-
ing of a Josephson vortex from elementary structures
comprising 1t kinks which correspond to half a mag-
netic-flux quantum.

2. ORIGINAL MODEL

Instead of the usual model of sine nonlinearity of the
Josephson current, the authors of [9, 10] proposed a dif-
ferent model that can give acomparatively simple exact
analytic description under conditions when generaliza-
tions of the ordinary sine-Gordon equation do not allow
an exact description. In the Sakai—Tateno—Pedersen
model [9, 10] thefollowing equation is proposed for the
phase difference ¢ of superconducting pairs on differ-
ent sides of the Josephson junction:

10°h ,20°0

—— L _AN—+F

wot? o7 a

_ - (2.1)
__i_Boo N

Jo w0t o 0to7’

Here, w, and A; are the Josephson frequency and length,
j is the current density of the external source, j, is the
critical Josephson current density, B characterizes the
dissipation of the junction material separating the
superconductors, and n characterizes the so-called sur-
face dissipation determined by the normal supercon-
ductor electrons. All the terms in equation (2.1), apart
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from the last term on the left-hand side, are the same as
the usual ones for local Josephson electrodynamics,
which is based on generalizations of the sine-Gordon
equation. A unique characteristic of the Sakai—Tateno—
Pedersen model is that, instead of the ordinary nonlin-
earity F[¢] = sing, it uses a different nonlinearity that,
to some extent, simulates sine nonlinearity. The nonlin-
earity of this model in the region —172 < ¢ < 27t suffi-
cient for studying the 2rtkinks of interest to us has the
form

E(Z/n)q), —TV/2<p<T/2 (2.29)
FI6] = O2/T)(—¢), T/2<d<3/2 (2.2b)
H2/m(6-2m), 3w2<p<2m  (220)

Thisdependence, illustrated in Fig. 1, is an approxima-
tion, which is qualitatively similar to asine one and has
aready yielded various important dependences charac-
terizing Josephson vortices[9, 10].

For comparison with the further analysis, we aso
give the solution of equation (2.1) for the free motion
of a Josephson vortex when

d(zt) = Y(s=z-Vit) (2.3)

and when the right-hand side of equation (2.1) is
neglected. In this case, we have

W(s) = 211—1—2Texp[—skj +ﬂ s> 4£k, (2.4a)
W(s) = m+ %Zsinkjs, _Z%<S<ZE’ (2.4b)
w(s) = gexp[kjs+ﬂ, s< 4£k] (2.4c)

Here, we have
4 = ﬁxj(l—vlz/vﬁ)”z’ 29

where V = w); isthe Swihart velocity. Qualitatively, the
dependences (2.4) are similar to those obtained from the
sine-Gordon equation for the free motion of a Josephson
vortex [12]:

Y(s) = 4arctan %axp[

" @
172 '

A(1-VZ/VD) HJ
In the sine-Gordon model and in the Sakai—Tateno—
Pedersen model, the characteristic scale of the Joseph-
son-vortex dimension isreduced, becoming much smaller
than the Josephson length, as the vortex velocity
approachesthe Swihart velocity. Thisreductionin the spa
tial scale indicates that, in order to describe Josephson
vorticesmoving at velocities close to the Swihart veloc-
ity, appropriate a more equation than the ordinary sine-
Gordon equation or equation (2.1) of the Sakai—Tateno—
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Pedersen model should be used. In order to formulate
such an equation, in the general derivation [14] of the
corresponding nonlocal equation for the phase differ-
ence ¢ of superconducting pairs on different sides of
the Josephson junction, we alow for asmall correction
term which correspondsto the influence of asmall Lon-
don length and leads to the appearance of the fourth
spatial derivative. Asaresult, we obtain (see[11] in the
sine-nonlinearity model)

2
100 Afﬂ-lxzxzﬂwm
w; ot? 07’
| @)
__i_Bav, ﬂ)\ Xy
jo 26t W} ata

Thethird term on the left-hand side of thisequation dis-
tinguishes the differential operator obtained here from
the ordinary differential operator of the sine-Gordon
equation. Equation (2.7) corresponds to the generalized
Sakai—Tateno—Pedersen model used by us in the fol-
lowing analysis.

3. CHERENKOV RESONANCE CONDITIONS

We shall first discuss the wave perturbations
described by equations (2.2) and (2.7). In this section,
we shall completely neglect the terms on the right-hand
side of equation (2.7). Thenin regions (2.2a) and (2.2c)
for small ¢ = d¢ and a small difference of ¢ from 2m,
respectively, i.e., (¢ —2m) = dd, we have the same equa-
tion:

1,2,20°39 , ,20°3¢ 19°5p 2
AN + A 6 0. (31
2" 02 Wf o $=0 G
For the wave dependence
0 = exp(—iwt +ikz), (3.2
(3.1) yields the dispersion equation
W = T—ZToo2+Vk ——V}\k (3.3)

corresponding to ordinary Swihart waves. If we now
write the Cherenkov condition for resonant interaction
of a source moving at velocity V with the wave pertur-
bation,

KV? = o, (3.4)

in accordance with formula (3.3) we obtain the follow-
ing expression for the resonant wave vector:

0 ZED 2 O
kz_%m_\% 1+ 2 4)\2 7o
A O VSED A (1-V7/Vg) 0

(3.5)

———kj(1+A/1+e)
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where the following notation is used:

2
& = 4 . (3.6)

m(1-V/V2)?

In addition to the purely real solution of equation
(3.4) described by formula (3.5), which corresponds to
a Cherenkov-excited wave perturbation, equation (3.4)
for the spectrum (3.3) also has a purely imaginary solu-

tion k = ik,, where
0 2
kﬁ—)\l[IL VED1+&/1+m\—2 4)‘2 2%
o V2 (1-Vv°/Vy
O i ( )5(3'7)

2k12 «/—2
=—(-1+J1+¢).
€

A dlightly different picture emerges for region (2.2b),
where, for a small phase difference from 1, i.e., for
00 = ¢ — 11, we have

1,2,20°89 . ,20°5¢
AN + A

2" o a2 o ot
For the wave perturbations (3.2), we then have the fol-
lowing dispersion equation:

2007 + VA — SVINKE

2

@ i 2
Thisequation differsfrom (3.2) in respect of the sign of
the first term on the right-hand side. For small val ues of
the wave vector, the frequency corresponding to the
dispersion equation (3.9) is purely imaginary, which is
consistent with the usual property of the sine-Gordon
equation describing instability of the state near ¢ = Tt
Perturbations having the spectrum (3.9) may also be
Cherenkov-excited in accordance with the resonance
condition (3.4). For the resonant wave vectors, in
accordance with (3.4) and (3.9) we then have

1aa¢ 2

50 = 0. (38)

(3.9)

12

010 2 O
Ko = 51@_12 1-= 4)\2 22}D
0 Vi m3(1-Vv3/Vv3)?]0
2 " (3.10)
(2K 0
= EE—;(lwl—ez)E ,

|

000
N

10 vzg 4\ }
ki = (=500-— 1-
Y «/ T[)\~2(1—V2/V§)2
= D—(l N1- €)D :

Usually the Cherenkov excitation of waves having the
spectrum (3.9) is of no interest. However, it might seem

(3.11)
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unexpected, but we shall see that waves having the
spectrum (3.9) will play akey rolein our analysis.

In accordance with relations (3.5), (3.8), (3.10), and
(3.11), the influence of the term containing the fourth
spatial derivative in equation (2.7) is significant, pro-
vided that

l1-v¥/Vvy <1. (3.12)
Moreover, when thisinequality is not satisfied, it issim-
ply not justified to confine ourselves to the term contain-
ing the fourth derivative and neglect higher terms
because, when inequality (3.12) is not satisfied, pertur-
bations having aspatial scale comparablewith the Lon-
don length A are Cherenkov-excited. However, because

of the smallness of theratio
A <1, (3.13)

in the Josephson junctions usually studied we can spec-
ify the velocity range

2
Aeli-Yi<n (3.14)
)\J VS

where €2 < 1 and where formulas (3.5), (3.7), (3.10),
and (3.11) take the following simple form:

K ~ kg = 4K/ €%, (3.15)

k= ki = ki. (3.16)

The expressions (3.16) describe a comparatively smooth

gpatia variaion on the scae kj_l, which corresponds to
the spatial scale of variation of the 2t kinks in local
Josephson eectrodynamics [12]. In contrast, formula
(3.15) describes small-scale perturbations of Cheren-
kov-excited Swihart waves of wavelength

O A
2K p—vivy

It should be stressed that, if condition (3.14) issatisfied,
in accordance with (3.16) we have k, = k;; however, if,
k, corresponds to an oscillating wave perturbation, kg
corresponds to an exponentially varying spatial varia-
tion 8¢. Therelations given in this section and describ-
ing the laws governing Cherenkov excitation in Joseph-
son electrodynamics with the fourth spatial derivative
are used as the basis for our following analysis.

A

(3.17)

4. CHERENKOV TRAPPING OF WAVES
BY A 2t KINK AND EIGENVALUE SPECTRUM
OF VELOCITIES OF A MOVING
JOSEPHSON VORTEX

We now apply equations (2.7) and (2.2) to the motion
of avortex (2rkink) at constant velacity V when ¢(z, t) =
Y(z — Vt). As in the preceding section, we shall com-
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pletely neglect all terms on the right-hand side of equa-
tion (2.7). Then equation (2.7) gives

dy, 25 VHy 2

> F[UJ] = 01
ds' A’0 vZOds® A%A]

(4.1)

s = z-Vit.

Thefact that we are interested in a solution of equation
(4.1) inthe form of a 2rtkink implies that the real axis
of the variable sis divided into three regions. The first
region iss<—s, where 0 <y < 172 and where the solu-
tion of equation (4.1) has the form

W) = Som{k(s+s)}- (4.2)

The second region is—s; < s< s, where /2 < ) < 3102
and where the solution of equation (4.1) has the form

Y(s) = 1+ Bsinky,s+ Dsink;s. (4.3

Finally, the third region iss, < s, where 3172 < ) < 21t
and where the solution of equation (4.1) has the form

W = 2n-sep{—k(s-s)}.  (44)
Expressions (4.2) and (4.3) and expressions (4.3) and
(4.4) should be continuous at contiguous points of their
regions of application, and their first, second, and third
derivatives should a so be continuous. The correspond-
ing conditions of continuity first yield expressions for
the coefficients of formula (4.3):

2 2
TT Ekl_keD
: —0 45
2sin(koSo) 2 — K30 49

2 2
Tt |:kO_kel:|

D= — K, 0 4.6
2Sn(G5) ek o

and second yield two key equations for the following
analysis:

M, 1—%cot(klso) =0, 4.7
1

M, (4.8)

1—&cot(koso) =0.
Ko

A solution of equation (4.1) describing a moving 21t
kink is thus completely determined. We stress that the
system of equations (4.7) and (4.8) first determinesthe
width 2s, of theregion in which the phase changesfrom
102 to 3172 and second determines the velocity of a 21t
kink with allowance for formulas (3.7), (3.10), and
(3.11). We also stress that, according to these formulas,
the vortex velocity is lower than the Swihart velocity,

VE<Vi(1-Jan?/m)),

4.9
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and, unlike the local theory which neglects the fourth
derivative in (4.1), cannot be extremely close to the
Swihart velocity. Of course, the width of this forbidden
region is extremely small since A < A;. To prevent the
analysisfrom becoming too cumbersome, we shall sub-
sequently confine ourselves to Josephson vortex veloc-
ities not too close to the Swihart velocity when condi-
tion (3.14) is satisfied (for the general case, see Appen-
dix 1). Then, using the small parameter

£<1, (4.10)

we can write equations (4.7) and (4.8) in the following
approximate form:

E2|<,sOD (4.11)
tan(k;sp) = 1. (4.12)
Thus, for the coefficients (4.5) and (4.6) we have
- _ILs
B =3¢ (4.13)
g’ D
+ = 4.14
[25*1 (4.14)

Informulas (4.11) and (4.12), we use expression (2.5).
If condition (4.10) is satisfied when

ke = ky = K, (4.15)

expression (2.5) describes an exponential changein the
phase difference in the external regions of the vortex:

w(s) =

Tt
S&XP{k(S+ )}, s<-,

(4.16)

W = 2n-sep{-k(s-%)}, s>s
On account of (4.19) (see below) these approximate
dependences are the same as those describing the spa-
tial variation of a 2m kink in local electrodynamics
(2.49) and (2.4¢). In the internal region of the 2rtkink,
in the approximation (4.11) we can write:

Qs = n+—%{+ 8%3nk s——e st?'ks% 4.17)

~$<S<%,

One of the termsin (4.17) varies on the same scale as
expression (4.16). The last term varies on a substan-
tially smaller scale and corresponds to the wave vector

v

o= 2 = 27 _VE (4.18)
3 AoV

of the Swihart wavesthat are Cherenkov-trapped by the

vortex and move with it. We shall now determine the
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characteristic velocities of the free motion of a2mkink.
First we obtain from equation (4.12)

Kisp = /4 =0.785.... (4.19)
On the right-hand side of this formula, we could add
1M in accordance with (4.12). However, for m # 0, the
condition 172 < ¢ < 312 is not satisfied in the interna
region of the kink. Thus, only the solution (4.19)

remains. It therefore followsfrom (4.19) that the size of
the internal region of the vortex, 2s,, hasthe same scale

kj_1 asthe externa, front and back regions. Thissizeis

the same as the size of the middle region of the vortex
described by local Josephson electrodynamics in the
Sakai—Tateno—Pedersen model [see (2.4)]. This agree-
ment is quite natural because (4.19) corresponds to an
approximation in which the small parameter €2 charac-
terizing the difference between our model and the
Sakai—Tateno—Pedersen model is negligible. Now going
over to equation (4.11), we note that a small right-hand
side of equation (4.11) isrequired to ensure that the solu-
tion (4.17) satisfiesthe matching conditions. At the same
time, in order to search for an approximate expression
for the velocity spectrum, the right-hand side of (3.16)
can be neglected. Then, allowing for (4.19), we obtain

2
e

m_
e - . (4.20)

The required discrete velocity spectrum for a Joseph-
son vortex then follows directly:

(4.21)

This equidistant velocity spectrum is obtained when
1< n<(A/N). (4.22)

In accordance with (4.20) n isthe number of lengths of
the trapped Swihart waves having the extraordinary
spectrum (3.9) in the internal region of the vortex 2s,.
With reference to the completeness of the description
of the velacity spectrum using formula (4.21), we note
that, for small mode numbers n, a description of the
spectrum isgiven in Appendix 1. For larger mode num-
bers n which do not satisfy the right-hand side of ine-
quality (4.22), it should be noted that, first, in this case
our differential generalization of the Sakai—Tateno—
Pedersen model is unsuitable. Second, an analysis of
the range of multikink velocities much lower than the
Swihart velocity reported in [1-3] indicates that the
velocity spectrum has a condensation point for V.— 0.
We can therefore assume that the denumerable set of
velacities of the free motion of Josephson vortices also
has a similar condensation point in our particular case
of 2rtkinks.
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5. FORCED MOTION OF JOSEPHSON VORTICES:
CHERENKOQOV LOSS BALANCE

In this section, we consider the uniform motion of
Josephson vortices under the influence of a current |
that is established as aresult of the balance between the
action of the current and the Cherenkov losses caused
by emission of waves by the vortex. In thisformulation
of the problem, weretain the current j on the right-hand
side of equation (2.7) and drop the dissipative terms.
Below, we give an analytic description of amoving vor-
tex and establish arelation between its velocity and the
current density j. We shall assumethat the“head” of the
vortex issituated intheregion, s> s, where 3r/2 < ) <
21t In thisregion, we have the equation

4 0 242
oy, 28 vy
ds’ A0 Vds
4 2]

(w-2m = —L.

TAN] JAIA

We determine the integration constants assuming that
no Cherenkov radiation field occurs ahead of the vortex
and from the condition Y(s) = 3172, and we obtain a
solution of equation (5.1) in the following form:

W(s) = Wn(s) =21

_lejc_g[l—ﬂexp[ —ke(s—5))1.

In the middle region of the Josephson vortex, -§<s<g,
where 172 < | < 3172, we have

(5.1)

(5.2)

d'y , 2% szbqu
ds’  A°0 VDds

(5.3
2j
—(W-m) = -
™ N7 JATN
The solution of this equation has the form
_ =4 1
S) = S) =T+ —= + a,,cosk,s
l]J( ) llJm( ) 2](: m 0 (54)

+ b,,sink,s + ¢,,cosk, s+ d, sink;s.

Matching the solutions (5.2) and (5.4) and also their
first three derivatives, we obtain

m = ‘%‘;‘CD 2(1-My) (55)
-2
_ j (Bi(1—Mg;sn’ks))
b = {69
_ 0_in DMy ,
Cm %L T IVllj)sm2klsJ, (5.7)
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j (D;(1-Mo;sin’k;s)

Rl e

(5.8)

Here, B; and D; are determined by formulas (4.5) and
(4.6) with s, replaced by s, and the functions My and
M,; are determined by formulas (4.7) and (4.8) with the
same substitution. Obvioudly, inthelimitj = 0 when the
functions My and M, given by formulas (4.7) and (4.8)
go to zero, we obtain a,,= ¢, =0, b,,=B,and d,,= D,
i.e., the solution (5.4) becomes (4.3)

Finally, inthetail region of thevortex, s< -5, where
P <172, we have

0 242 .
qu 2EIL VLY 242 _ 2g (69
ds' A*0 Viods® A A JA[A

whose solution has the form
(9= + aexplk(s+s)]

Ve = W je (5.10)

+bsink(s+s;) + c,cosk(s+s;).

The matching conditions of the solutions (5.4) and
(5.10) and also their three derivatives for s = —5 yield
the following four expressions:

ji.D
Cc
(5.11)
h . 2 .2
X %+AOMOjsm KoSj —AMy;sin“k; s
0
ki j 1 _jC
a; = =+ -l -+
"R+ Ko 2%1 jH
(5.12)
O k . K . O
0 ko Ky 0
b, = n%l Jd<e
(5.13)
x C{ My;sin kosj—MljsinZklsj},
2T[kt2j T
C = = + = —
' k§+klzjc 2%
(5.14)
K . K . 0
><C%:Mojstkosj—k—‘lejanklsj%
where the following notation is used:
K-k +K) 1 1
p = ezt 3 ==-1 6
(ko — ki) (ki +ke) J1-¢
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2 2\ /1,2 2
- (k;—k;)(kg+k§) _ %[L+1} (5.16)
(K =K + K2) J1-¢*
2 2 2 2 2
_ (kotkkitky) _ ¢ (5.17)

) 21-¢"

Equating expressions (5.11) and (5.12) gives

(Ko —K)(K + k)

1= %L JD

le i 2(J1-¢ +A/1 )
><([1—A/1—s ]sin (kosj)M0
—[1+ J1-£"sin*(kes))M?).

This equation relates three quantities: the current den-
sity j; the size of the middle (internal) region of the
Josephson vortex, 2s; and the vortex velocity V. The
second equation for these quantities is obtained from
the condition Y,(—s) = T2 and hasthe following form:

l = Il+‘°‘ +1 sm2ks
J 4%‘ % 1 E i|k1 1 1

At g’
1-¢°
These expressions are obtained under the conditionj <,
which is satisfied over awide range of manifestation of

the discrete spectrum of velocities of a Josephson
vortex.

Quiteclearly, inthelimit j = 0, equations (5.18) and
(5.19) reduce to equations (4.7) and (4.8) characteriz-
ing the free motion of a Josephson vortex for discrete
values of the velocities of a 2r kink. This set corre-
sponds to the discrete points where the current density
goesto zero on the curve of j asafunction of the vortex
velocity, as given by equations (4.7) and (4.8). At the
same time, expressions (5.13) and (5.14) go to zero for
these velocities. This implies that, at velocities corre-
sponding to the eigenvalues of the free-motion velocity
of a Josephson vortex, no Cherenkov radiation field
appears in the vortex tail corresponding to the oscillat-
ing term in formula (5.10).

We shall now describe some simple consequences
of this description, as in the preceding section, for the
case when the Josephson vortex velocities are not too
close to the Swihart velocity when condition (3.14) is
satisfied. The solution of equations (5.18) and (5.19) is
described in Appendix 2. According to formulas (A.2.3)
and (A.2.7), the size of the middle region of the Joseph-
son vortex can be accurately given by § = s, and we can
use the approximate relationship (4.19) corresponding
to the approximation of the local model. In addition, in

(5.18)

(5.19)

Ke
1} My sin2k,s; [L
Ko O
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accordance with formulas (A.2.6) and (A.2.8) we use
the following approximate relation for our discussions:

mf

%nz‘: _ZCOSZSD

The right—hand side of formula (5.20) is a function of
velocity as given by (3.6), which characterizes the
dependence of € on the velocity of a Josephson vortex.
Consequently, in the approximation used here, relation-
ship (5.20) characterizes the dependence of the current
density j on the vortex velocity. In the approximation
(3.14), we have

(5.20)

4

D ~JL . TE
o2 16sinkgs;’
Mo; = 1—§cotkos, (5.21)

%nZE 2COS %COS—

Thus, formulas (5.5)—(5.8) have the following simple

form:
A = %m ng
T s T+ £ oos 1]
Crn = 4ﬁ% ———cos—%cos28

- —COS

(5.22)

The field of Cherenkov-trapped waves having the
extraordinary spectrum (3.9) is described in the solu-
tion (5.4) by terms having small coefficients a,, and by,,.
These small expressions must be taken into account to
obtain the law (5.20). However, in the zeroth approxi-
mation with respect to the parameter €, the solution
(5.4) hastheform

Wn(S) = T+ —=sink;s,

2

which is consistent with the description of the free
motion of a Josephson vortex in the usual local approx-
imation of the Sakai—Tateno—Pedersen model (2.4b).

Also in the approximation (4.10), formulas (5.11),
(5.13), and (5.14) characterizing the tail of the Joseph-
son vortex may bewritten in thefollowing simpleform:

(5.23)

T

T[T[S mm € Tt
0T n

2 4 sin— —=cos

2 2 ZE}COS
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TIE T I

b, = 7 [sm2 ZCOSZE}SH‘IZ (5.24)
e’ m & T

o= [sm—z—a—zcos2 }coszi.

Thesmall coefficients b, and ¢, characterize the Cheren-
kov radiation field of waves having the ordinary spec-
trum (3.3) in the vortex tail. The coefficient a, differs
from the corresponding solution for free motion by a
small correction of order €3, which goes to zero for
those discrete values of the velocity that correspond to
the eigenval ues of the free-motion vel ocity of a Joseph-
son vortex. At these velocities, the coefficients b, and ¢,
also go to zero, which indicates that no Cherenkov radi-
ation field existsin the vortex tail at these velocities. In
Fig. 2, the dotted curve corresponds to the right-hand
side of equation (5.20). The zeroes in this curve corre-
spond to the eigenvalues of the velocity of a Josephson
vortex.

6. DISCUSSION

To gain deeper insight into the problem under con-
sideration, the dissipation should be taken into account
in the law linking the current and vel ocity of a Joseph-
son vortex. Since, according to formula (5.20), the cur-
rent density causing the motion of 21t kinks is low
compared with the critical Josephson value, the corre-
sponding dissipation contribution to the law generaliz-
ing formula (5.20) may be considered additive. This
means that the role of dissipation may be analyzed
directly in the Sakai—Tateno—Pedersen model. Here, we

007 006 005 004 003 002 00l 0
1= Vv

Fig. 2. Dependence of the current density on the velocity of
a2mkink near the Swihart velocity for B/ey = 107, MA; =
5 x 1073 and n = O: (solid curve) equation (6.4), (dashed
curve) equation (6.3), and (dotted curve) equation (5.20);
the dot-and-dash vertical line definesthe vel ocity region for
which our analysis using formula (4.9) isvalid.
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indicate the form of the solution of equation (2.1) for a
uniformly moving Josephson vortex:

uJ(s)=—"J +3 %H’Eap[(wso)k(l )],

(6.1a)
S<—S,
T, T nck _ck.
Y(s) = T[+ZJC ﬁsn(kjs)exp( skja,)
T[ZJ_ 2cos(k s)exp(-sk;a.), (6.10)
_SO<S<SO’
W =2m-5k LT ’%exp[ ~(s-s)k(1+a)],
(6.1c)
S>s,.

Here, s, = 74k, and the following notation is used

T k.V
a. = ZIB£nATk]-5 (6.2)
wj
Formula (6.1) then yields the law
j _ 10 kV
ji - 16[B&+1D+n>\ k}? (6.3)
¢ |

In the simplest case of low temperatures, when the con-
tribution of surface losses is negligible because of the
freezing of normal eectrons, the dependence (6.3) is
given by the dashed curvein Fig. 2.

The combined contribution of ordinary dissipation
and Cherenkov radiation losses yields the following
equation:

i- [|3E4+ 104 2n }
j 8@ w bt T g m(1- v/ v2)
v
x 1/2
V(1-V?/V?)
6.4
nzxj‘(l—vz/vi)“m 40 V§D
A O v R
- cos in-= =0 0.
TN (L=VP/ V) { A\ 0 vialo

In order to reveal the manifestation of the Cheren-
kov effect more clearly, wewrite formula(6.4) in terms
of the variable v that, for integer values, characterizes
resonant values of the velocity (4.21) and is given by

V = V1-v(2\/Jm\)].
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Then (6.4) has the following form:
714,

_l: L V |:£Eﬂ'+1|]+n—)\ji| ﬁ
e 16,2V,

w bt U2 o VAV
1 [ 1 f
+ 128V4%‘>IHT[V _4V COST[\)D .

The first term in this expression, which is determined
by normal dissipation describes a monotonic increase
in j as the Josephson vortex velocity approaches the
Swihart velocity. The second Cherenkov term on the
right-hand side of (6.4) represent pronounced oscillating
dependence. This dependence may be seen in the exper-
imental results [15]. Using the experimental parameters
given in [15], we can suppose that the observed equidis-
tance of the dips on the current—voltage characteristic in
therange of Josephson vortex velocities closeto the Swi-
hart vel ocity may be associated with our law (6.4). Note
that the “descending” sections of the dependence of |
on V given by equation (6.4), which correspond to
“descending” sections on the current-voltage charac-
teristic are usually unstable, which is consistent with
their absence on the detailed curve of the current—volt-
age characteristic given in [15] for sample B.

To sum up, we can state that we have established for
thefirst timethat the vel ocities of the free motion of the
simplest Josephson vortex carrying a single magnetic-
flux quantum, known as a 2t kink, are discrete (quan-
tized). Moreover, like the results of [1-3], we established
that this quantization of the characteristic velocitiesis pro-
duced by the number of wavelengths of those Swihart
waves trapped by a Josephson vortex as aresult of reso-
nant interaction. A qualitative difference between the
results of [1-3], which use the Aubry—\Volkov model
[4-6], is that, whereas, according to [1-3], Cherenkov
gluing of 2rtkinks to form multikinks takes place as a
result of the trapping of ordinary Swihart waves having
the spectrum (3.3), in our case, waves having the extraor-
dinary spectrum (3.9) play the role of glue. This, is
because the Aubry—\Volkov mode does not alow these
extraordinary waves. Thus, our use of the Sakai—Tateno—
Pedersen model makesit possibleto identify the gluing of
a2rtkink from its two halves. This suggests that the le-
mentary congtituents from which complex vortices may
be constructed are 1rtkinks corresponding to half a mag-
netic-flux quantum and described by formula (4.2) [or the
corresponding formula (4.4)] and also by formula (4.3) in
the range -5, < s< 0 (or 0 < s< g, respectively). The
dependence of the current on the Josephson vortex veloc-
ity obtained using these concepts demonstrates that the
gpectrum of velocities of a Cherenkov-glued 2t kink is
discrete. In addition to being of physical interest, the
results of the present study may well be of mathematical
interest, which will help to stimulate studies of loca and
nonlocal generdizations of the sine-Gordon equation.
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APPENDIX 1

In thisAppendix, we give results of ageneral descrip-
tion suitable for a Josephson vortex under conditions
whereinequality (4.10) [or (4.22)] ishot satisfied, i.e., for
a small number of modes n when the velocity of the
Josephson vortex is very close to the Swihart velocity.
In this general case, the solution of equation (4.1) may
be expressed in the form

w9 = Jew[J(/2-8 1)L -V/Vi(s+ /2|
s<-s,

P(s) = m+{m[2+8—-42-8]

x Sin[,/(1-3)(L-V*/VI(E/N]}

x{435n[J(1=8) 1=V V)s/ N} [ALL

{T[2-8- 282 sin[/(1 +8)(1-V2/VA(s/N)]}

x {43sin[J(1+8)(L-V/V(/N]}
—§<S<%,
Y(s) = 21
~Jep| (/2= )=V /Vis-s)/A],

S$> S,

where & = 1 — €2, Thus, the velocity eigenvalues are
given by

VZ = Vi[l— (A.12)

2\ }
ANT(1-57)

where the discrete val ues correspond to solutions of the
equation

1-6 _ arctanP(d)
1+3  arctanQ(d) + mn’ (A-13)
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where
2
PE) = [*2E0E,
(A.1.4)
_ [J2=3"-1
0= T

Here, we give the first three solutions of equation
(A.13):n=1,8,=0901 and k;§;, =0.762,n =2, 8, =
0.971, and k,S, = 0.778; and n = 3, d; = 0.986, and
kisSos = 0.782, where ki, (n=1, 2, 3, ...) denote values
of k; (3.11) for various vaues of &. Quite clearly, the
approximation (4.19) is poorly satisfied even for the
third mode.

APPENDIX 2

We shall briefly give the solutions of eguations
(5.18) and (5.19) for Josephson vortex velocities not
too close to but aso not too far from the Swihart veloc-
ity when condition (3.14) is satisfied and when we can
use the small parameter €. This allows us to write the
system (5.18) and (5.19) in the form

2

J JTE [ & € }
-+ = = — = ===| sink,S; — = CosK,S;
jc + JHHBLTOT 2R A oy
2 e ™ e & 2
—5sin klsj[1+z+§ [ —%l—z+32%cotklsj} 0
. . 3_
J_G_Jmef,_¢& s _
i %L N 8_1 2cotkosj}stkos
(A.2.2)
1
+25|n2kls[1+4 32}[ —Z+3ZEC0“<13}

The method of solving this system of equations becomes
obvious after substituting into these equations

cotk,s; = 1+€°/4-2A, (A.2.3)

where A = o(g?). Equations (A.2.1) and (A.2.2) then
have the simple form

. 4
01 ink.s, — € f
- %L - jc%% %nkosj 5C0sKoSi

(A.2.4)
1 2 g ere 0
-asnse G 5H 52 [
P %l—l Lsin2k s-[€—4+2A}
Je Je Hls2
(A.25)
3
€l € l
-3 [s nkos; — écoskosj] coskoS; S
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Now, it is easy to see that equation (A.2.4) yields the
following simple relationship:

f
Jc 8E‘Tﬂnkos coskos]D, (A.2.6)
and equation (A.2.5) gives
3
_ & - O
A= Zcoskosj%nkosj 2coskosJD 64' (A.2.7)

Formulas (A.2.3) and (A.2.7) distinguish s from the
approximate value of s, used in Section 4 which is the
same as the result of the original Sakai—Tateno—Peder-
sen model. This difference is very small. However, if
this difference is neglected, it is not possible to obtain
the correct law (A.2.6) linking the current density j and
the Josephson vortex velocity. In this law, the zeroth
approximation (4.19) with respect to € can be used as §.
This gives

2 T
The approximate equation (5.20) used in the main text
corresponds to relation (A.2.6) in which (A.2.8) is
used.
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Abstract—An investigation is made of the temperature dependences of the resistivity in the range 4.2-300 K,
the Hall effect, and the Shubnikov—de Haas effect in magnetic fields up to 40 T in (Bi; _,Sb,),Te;Ag, single
crystals (0 < x < 0.75). Doping (Bi4 _,Sb,),Te; crystals with silver showed that in Sb,Te; and (Bi; _,Sb,),Tes
crystals unlike Bi,Te; silver exhibits acceptor properties. The angular and concentration dependences of the
Shubnikov—de Haas effect were studied in (Bi, _,Sh,), Te;A g, It was established that the anisotropy of theellip-
soids of the upper valence band in Big 5Sh; 5Te; remains unchanged as a result of silver doping. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

Semiconductors of the Sh,Te; type are layered crys-
tals having a rhombohedral structure and symmetry

space group R3m—D§d with the twofold and threefold

axes of symmetry C, and C;. The crystal lattice is
formed by periodically ordered layerslying inthe plane
perpendicular to the C; symmetry axis. Each layer con-
sists of five atomic planes (quintets) forming the fol-
lowing sequence: Te'-Sb-Te>~Sb-Te'. Here Te! and
Te? denote Te atoms in various positions. In each indi-
vidual layer the atoms are similar and form aplane hex-
agonal lattice. The atoms of each successive layer are
positioned above the centers of the triangles formed by
atoms of the preceding layer (hexagonal close pack-
ing), i.e., the Te! and Sb atoms occupy octahedral posi-
tions in a tetradymite structure. The chemical bond
within the quintetsis coval ent-ionic. Between the quin-
tets there is a comparatively large spacing and a weak
bond produced by van der Waalsforces. Thisisrespon-
sible for the anisotropy of the electrophysical proper-
tiesof single crystals[1].

Crystals of Sh,Te; have avery high concentration of
holes because of the presence of a large number of
charged point defects. Single crystals of Sh,Te; typi-
cally have the following types of defects: Sb and Te
vacancies, atoms of these elements in interstitial sites,
antistructural Sby, (an Sb atom in a Te position) and
Teg, defects (a Te atom in an Sb position), impurity
antistructural defects, impurity atoms in interstitial
sites, and so on. Since antistructural defects are nega
tively charged, Sh,Te; grown under stoichiometric con-

ditions always possesses p-type conductivity and has a
fairly high hole concentration. Similar defects may be
found in antimony telluride solid solutions.

Antistructural defectsin Sh,Te; semiconductors are
formed under the influence of the bond polarity. The
weak polarity of the Sb—Te bonds is conducive to the
formation of antistructural defects. A change in the
polarity of the bonds caused by doping or a shift of the
stoichiometry leads to a change in the concentration of
antistructural defects (see, for example, [2, 3]). Assum-
ing that the charge of the antistructural defectsis com-
pensated by holes, any change in the concentration of
antistructural defectswill correspond to achangein the
hole concentration. Dopantsin layered crystals such as
antimony telluride have a strong influence on the con-
centration of point defects and therefore on the carrier
concentration. Conseguently doping with elements in
particular groups of the periodic table may have adonor
or acceptor effect not depending on the number of the
group but asaresult of theinfluence of theincorporated
element on the bond polarity. As an example we can
guote the Group 111 element indium which has a donor
effect in Sh,Te; [4].

Mixed crystds, i.e, crystals of the type (Bi; _,Sb,),Te;
or Sb,Te;_,Se, are of particular interest because the
highest thermoefficiencies Z are observed in these. Dif-
ferent combinations of the elements Bi, Sb, As and Te,
Se, S are possible. Despite intensive studies, very little
data are currently available on the influence of doping
with Group | elements on the energy spectrum of mixed
(Bi; _Sh,),Te; crystals.

1063-7761/00/9006-1081$20.00 © 2000 MAIK “Nauka/Interperiodica’
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Table 1
Samples y determined by AAS| ¢, 10'° atoms/cm?®

Sh,TeAg, 0.0035 2.2
0.0093 59
0.0100 6.2
0.0152 9.6

BigsSby sTesAQy 0.0014 0.8
0.0030 1.9
0.0048 30

The Shubnikov—de Haas effect is an effective
method of studying semiconductors since the parame-
ters of the energy spectrum can be determined directly,
i.e., the effective masses, Fermi surface cross sections,
carrier concentration, and so on. However, in antimony
telluride and mixed crystals such measurements are dif-
ficult since quantum oscillations of the magnetoresis-
tance are initiated in magnetic fields having an induc-
tion higher than 10 T because of the fairly low hole
mobility.

In the present study we investigated the Shubnikov—de
Haas effect in magnetic fieldsup to 40 T which allowed us
to observe oscillations of the magnetoresistance in al the
samples studied. We dso studied the influence of silver
doping on the galvanomagnetic properties and energy
spectrum of mixed (Bi; _,Shb,),Te; single crystals.

2. SAMPLESAND METHOD OF MEASUREMENT

Weinvestigated p-type single-crystal samplesof sil-
ver-doped antimony telluride Sh,Te; and mixed
(Bi, - ,Sh)),Te; crystals grown by the Bridgman method
from polycrystalline materials. First we synthesized
polycrystalline samples from 99.999% pure elements
in stoichiometric ratio in a quartz ampoule. We then
added silver to the stoichiometric polycrystal for dop-
ing so that the sample compositions will subsequently
be given in the form Sb,Te;Ag, and (Bi; _,Sh,),Te;Ag,.
After preparing a polycrystal of the required composi-
tion we grew the single crystals. Thegrown single crys-
talswere released from the quartz ampoule and cleaved
perpendicular to the C; axis which, in the as-grown
ingots, was aways perpendicular to the longitudinal
axis of the sample. The samples for the measurements,
in the form of a parallelepiped having average dimen-
sionsof 1 x 1 x 5 mm?3with thelong axisdirected along
the C, axis, were cut using an electric-arc machine.
Current and potential leads made of 30 um diameter
copper wire were soldered using Bi + 4%Sb alloy.

The Ag content in the samples was determined by
atomic absorption spectroscopy (AAS) for the specific
sample used for all the electrophysical measurements.
Table 1 gives the silver content y determined by AAS
for the investigated samples and the experimentally
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determined silver concentration ¢ in the measured sam-
ples. Attempts to obtain single crystals having an even
higher silver content resulted in its segregation.

The Hall effect was investigated at temperatures of
4.2 K, 77 K, and 300 K. The dc current was directed
along the C, axis and the magnetic field induction vec-
tor B wasdirected along the C; axis. The magnetic field
at 4.2 K was generated by two methods. For measure-
ments in fields not exceeding 11 T it was generated
using a superconducting solenoid immersed in liquid
helium. The measurements were made for two direc-
tions of the magnetic field induction vector and the Hall
voltage was taken as half the difference between these
values. In addition, the samples selected for the mea-
surements had symmetrically positioned Hall contacts,
i.e. in the absence of amagnetic field the potential from
the Hall contacts was zero. For measurementsin strong
magnetic fields up to 40 T we used a pulsed magnetic
field. In one of the BiysSb;5T€3A0g 003 SAMples the
oscillations of the magnetoresistance were investigated
by rotating the magnetic field in the C;C,; plane (see
below).

3. RESULTS OF MEASUREMENTS

3.1. Galvanomagnetic Properties
of (Bi;_,),TesAg,

Tables 2 and 3 give the resistivity p, Hall coeffi-
cients R, and Hall mobility p of (Bi,_,Sb,),Te;Ag,
crystals at various temperatures. It should be noted that
R does not depend on the magnetic field for all samples.
Figure 1 gives the dependences p(T) for various sam-
ples. For al samples the value of p decreases with
decreasing temperature and saturates at low tempera-
tures. In the temperature range 77-300 K theresistivity
depends on temperature as p 0 T™ where m= 1.1 for
Sb,Te;Ag, and for Big S, sTe;Ag, samples. The small
difference between this value of m and that of m= 1.5
typical of acoustic phonon scattering may be attributed
to the additional scattering on ionized impurities and a
possible temperature dependence of the effective mass
when the current is directed along the C, axis. For a
magnetic field parallel to the C; axis direct measure-
ments have established that the cyclotron mass does not
depend on temperature [5].

The Hall coefficients R are positive for all samples
and depend on temperature: as the temperature
decreases from room temperature to liquid-nitrogen
temperature, the value of R decreases slightly and then
remains almost constant (see Table 2 for Sb,Te;Ag, and
Table 3 for BiysSb; sTe;Ag,. This R(T) dependence is
typical of Sh,Te; single crystals and may be explained
guantitatively by the existence of two groups of holes
bel onging to the upper and lower val ence bands, having
different masses and probabilities (see, for example
[6]). In the silver-doped samples R decreases monoton-
icaly with increasing Ag content, which indicates an
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Fig. 1. Temperature dependences of the resistivity p(T) for various Sb,TesAg, samples (a): (1) SboTezAgg gozs; (2) SboTesAdg 015
and (Bi _,Sby),TesAgy (b): (1) (Biy_xSbyoTes, (2) (Big—yxSby)2TesAdo14: (3) (Big—xSby)2T€3A00 0030-

increasein the hole concentration. The Hall coefficients
do not depend on the magnetic field for all samples.
The Hal mobility p in the silver-doped samples
decreases with increasing silver content at all tempera-
tures, the decrease in | being greater for
(Big2sShy 75),TE5AQ, than for Sh,Te;Ag,, as is illus-
trated in Fig. 2.

It can be seen from the doping resultsthat the average
efficiency of silver in (Big,sSy75),T€; crystas is lower
thanthat in Sb,Te; crystals, i.e., the number of additional
holes per silver atom is lower in (Big S0, 75),T€;. This
result may be explained by the fact that in Sb,Te; silver
mainly enters the Sb sublattice and forms negatively

Table2. Sb,Te;Ag,

charged substitutional point defects whereas in Bi,Te;
silver forms interstitial atoms. This is because the Bi—
Te atomic bonds in Bi,Te; crystals are more ionic than
the Sb-Te bonds in Sh,Te; crystals. The negative
charge of the Te! and Te? atoms in the Bi,Te; lattice is
approximately an order of magnitude higher than the
negative charge of the same atomsin the Sh,Te; lattice.
Similarly the positive charge of the Bi atomsin Bi,Te;
isan order of magnitude higher than the positive charge
of Sbin Sb,Te,. Thus, very few point defects where Bi
is substituted by Ag are formed in the Bi, Te; lattice. At
the same time, the incorporation of Ag suppresses the
formation of antistructural negatively charged Bi

y  [p*2 mQcm|p”, mQ em|p®®, mQ em|R*2, em3C|R”, em®/C| R, cm®/C| pf?, m2V s| !, mV s|pi2® m2v s
0 0.031 - 0.250 0.059 - 0.086 0.190 - 0.034
0.0035 0.023 0.050 0.180 0.028 0.020 0.035 0.122 0.040 0.019
0.0093 0.021 0.044 0.149 0.022 0.021 0.030 0.105 0.048 0.020
0.010 0.027 0.042 0.146 0.012 0.016 0.020 0.044 0.038 0.014
0.015 0.026 0.038 0.145 0.009 0.012 0.013 0.035 0.031 0.009
Table 3. BigsSby sTezAgy

y  [p*2 mQem|p”’, mQ em|p*®, mQ cm|R*2, cm¥/C|R”, em¥C|R¥®, cm¥/C| it m2V s| plf , mAV s| P mAV s
0 0.052 0.092 0.557 0.091 0.078 0.110 0.175 0.085 0.020
0.0014 0.047 0.077 0.366 0.037 0.030 0.050 0.079 0.039 0.014
0.0030 0.049 0.078 0.309 0.031 0.028 0.046 0.063 0.036 0.015
0.0048 0.044 0.073 0.333 0.016 0.025 0.044 0.036 0.034 0.013
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. N Fig. 3. Oscillations of the transverse magnetoresistivity Py
Fig. 2. Dependences of the Hall mobility pat T=4.2K on of SbyTezAg, samples at T = 4.2 K for samples having y
the silver content y in SbyTe;Agy (open squares) and contents: (1) 0.0093; (2) 0.010; (3) 0.015. Curves 1 and 2 are
(Big - xSby)2TesAgy (filled squares). shifted upward.
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Fig. 4. Oscillations of the transverse magnetoresistivity p,, and the Hall resistivity p,, for (&) BigsSby5T€3Agpgo14 and
(b) Big5Sby 5TesAgp goag SAMplesat T = 4.2 K. The dependences p,y(B) are measured from zero.
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Fig. 5. Angular dependences of oscillations of the transverse magnetoresistivity py, in aBig sSby sTesAgg ggos Crystal and their Fou-
rier spectra.
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defects. All this gives rise to a different type of defect
and ultimately to different behavior of Ag: in Sb,Te;
silver behaves as an acceptor whereas in Bi,Te; silver
doping induces a donor effect [7]. It is then easy to
understand why the efficiency of silver as an acceptor
islower in amixed (Big,sSby75), TE5AQ, Crystal.

3.2. Shubnikov—de Haas Effect
in (Bi;_,S,),Te;Ag, Crystals

Shubnikov—de Haas oscillations in (Bi; _,Sb,), Te;Ag,
crystals were investigated at liquid helium temperature
with the magnetic field vector was directed along the C,
axis. For this orientation of the vector B the cross sec-
tions of al six ellipsoids of the upper valence band of
the Fermi surface are the same. Oscillations of the
transverse magnetoresistivity p,, areshownin Fig. 3for
some Sb,Te;Ag, samples. A single oscillation fre-
guency is observed in these crystals although the lower
valence band is filled at this high hole concentration.
The absence of oscillations from the lower valence
band is attributabl e to the higher values of the effective
mass in this band and is normal for Sh,Te; (see, for
example [4, 6]).

Shubnikov—de Haas oscillations in (Bi; _Sby),Te;Ag,
samplesare shownin Fig. 4. For Biy5Sb; s TesAgg g0z the
Shubnikov—de Haas effect was also studied when the
magnetic field vector B was rotated in the plane C;C,,
see Fig. 5. The area of the extreme cross section S of
the Fermi surface can be determined from the fre-
guency of the Shubnikov—de Haas oscillations F: S, =
2re[F/A]. Values of the oscillation frequency F are
givenin Tables 4 and 5.

We now turn our attention to the oscillations of the
Hall resistivity p,, as a function of the magnetic field
(see Fig. 4). When the temperature falls below 4.2 K,
these oscillations have the form of horizontal plateaus
as in the quantum Hall effect. The oscillations typical
exhibit phase singularities: the beginning of the down-
ward deflection of p,,(B) corresponds to the resistivity
minimum. These oscillations are caused by the exist-
ence of alower valence band having a high density of
states, which isfilled in these samples, and by redistri-
bution of holes between the upper [from which the
oscillations of p,(B) are observed] and the lower
valence bands. This effect is discussed in further detail
in[8].

4. DISCUSSION OF RESULTS

The first Brillouin zone of Sh,Te; is similar to the
Brillouin zone of an fcc lattice but ishighly compressed
along the z-axis. The energy spectrum of the Sh,Te;
crystal has two valence bands. a light hole band or
upper vaence band (UVB) and a heavy hole band or
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Table4. Sb,Te;Ag,

y F,T |Eg, meV |pgy, 10%° cmi®| 1/eR, 10 cmr3
0 52.0 98 2.20 105
0.0035 | 76.5 144 5.64 22.3
0.0093 | 78.0 147 5.80 284
0.0100 | 115.0 217 10.40 52.1
0.0152 | 120.8 228 11.20 69.4
Table5. BigsSbysTesAgy

y F,.T |Eg, meV |pgy, 10 cm 3| 1eR, 10%° cmS
0 56.8 100 3.28 6.9
0.0014 | 64.6 114 3.97 16.9
0.0030 | 82.6 146 5.76 20.2
0.0048 | 92.0 163 6.74 39.0

lower valence band (LVB), see Fig. 6. As can be seen
from Fig. 6, there are also two conduction bands, an
upper (UCB) and alower (LCB) conduction band.
The Fermi surface of the upper valence band of
Sh,Te; is described by the six-ellipsoid Drabble-Wolfe
model [9]. Both valence bands and the lower conduc-
tion band each have six Fermi-surface ellipsoids [5].
The six Fermi-surface ellipsoids are positioned as
shown in Fig. 7a. One of the axes of the ellipsoid cen-
tered in the xz plane is parallel to the y (C,)-axis. The
major axes of the ellipsoids are inclined in the mirror
plane xz(C,C;) with respect to the crystall ographic axes
by the angle 6 (Fig. 7b) which isdetermined asfollows:

tan20 = 20,5/ (0, —043), (D)

where a;; = my/my are the components of the tensor of
the reciprocal effective masseswhich depend on energy

W
1
UCB
LCB
E.%’

UVB

778

Fig. 6. Band structure of antimony telluride: (1, 2) are the
two extrema of the conduction band; (3, 4) are the two
extremaof the valence band, Egistheindirect band gap, and

Er are the Fermi levelsin p-type samples.

No. 6 2000



1086

KUL’BACHINSKII ef al.

z C3 L?int
(b) o2 a
Sy )
X
b
ooy
X
Z
‘Sim‘
Z X
c a
Sy ()
X
b
yl

Fig. 7. Six-ellipsoid Fermi surface of the upper valence band of antimony telluride: (a) view in the xy plane perpendicular to the
Cs-axisand (b) position of ellipsoidsin the xz plane; C, isthe twofold axis, 8 isthe angle of inclination of the ellipsoids to the basal

plane, X, Y, Z are the canonical coordinates of an ellipsoid having the semiaxes a, b, c.

because of some nonparabolicity of the spectrum. The
angle 6 in (Bi;_,Sh)),Te; crystalsis only known as far
as x = 06 [10] and is approximately 42° for
(Big4Sbye),Tes. For the mixed BigsSh, sTe; crystals
studied here the angle 6 = 46° was determined by
extrapolation.

In accordance with the ellipsoidal nonparabolic
model, the general form of the Fermi surface in the
upper vaence band may be described by the following
expression:

0y kG + 0 pk) + gkl + gk k, = 2MGE/A%, (2)

wherek, , , arethe components of the wave vector, k, is
normal to the mirror plane in which the C,- and C;-axes
lie, k, is parallel to the C,-axis, and k, is parallel to the
Cs-axis. In principle, the values of a;; depend on energy
but the Fermi surface remains ellipsoidal. It isinterest-
ing to study the dependence of the cross-sectional area
S, of each ellipsoid with its plane perpendicular to the
direction of the magnetic field vector on the angle of
inclination ¢ of thisvector relative to the z-axis (Cy). In
the experiments the direction of the field was varied in
the zx (C5C, plane). In this case, the six ellipsoids can
be arbitrarily divided into two groups: two lying in
this plane (UVB1) and the other four positioned out-
side this plane and being symmetric to it (UVB2)
(Fig. 7a). By virtue of this symmetry, the ellipsoidsin
each group are equivalent in the sense that their cross-
sectional areas S, are the same for any ¢. For a non-
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zero angle ¢ the cross sections of the ellipsoids in the
same group differ from those of the ellipsoidsin the other
group. Thus, the dlipsoids in each group should be con-
Sidered separately.

We introduce the following notation: a, b, and ¢ are
the principal axes of the elipsoids; Sy, S @d S
arethe extreme cross sections of the ellipsoid. By S, we
denote the ellipsoid cross section with its plane passing
through the center of the ellipsoid and perpendicular to
the magnetic field vector, which is directed aong the z
(Cy)-axisin Fig. 7b. One of the axes of each of the two
ellipsoids centered in the xz plane is paralel to the y
(C,) coordinate axis. The mgjor axes of the ellipsoids
are inclined in the C,C; planes by the angle 8 with
respect to the crystalographic axes, which is deter-
mined by formula (1). The ellipsoid semiaxes may be
expressed as.

Pm,E. 2 PmE. "2
a=:02f0 , b=,
g ay 0 hf dyp O
) ©)
12m,E.
c=U——0 ,
hQ azx O
where
Opp+ 03 = O+ O,
(4)

1 1 2
003 = 05055 —(05)".

Using simple transformations, we obtain expressions
for the extreme cross sections of the ellipsoid:
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S_n, = T[Cb = ___2_n_]O_EE__
; (a5p055) V2A*
2myEe
= faC = ———2
S (A a) Y27 ®)
2m,E
Sy = Tab = L;zz
(ay,0) A

Simple transformations then yield the following depen-
dence of the extreme cross sections of the Fermi surface
for the two UVB1 dllipsoids:

1/2
Sy = 2TMER/ 2(0h,055SiN°0 + a1}, 05,c08°8) |, (6)

where ¢ isthe experimental value of the angle between
the direction of the magnetic field vector and the z axis,
and 6 is the angle of inclination of the ellipsoid axes
with respect to the crystallographic axes.

For the four UVB2 ellipsoids we obtain
S, = 4MMyE./ K’

X [4(015,0 5 SN0 + 01}, 05, COS 0) COS P
(7)

1 1 - 2 1 1 1 1 2 - 2
+(a3,05,8N°0 + 307,053 + A5,03,C08°0)sin“d

+ a0y —aky)sin20sin20 1"

The hole concentration in the six ellipsoidsis given by
6x2V

p=—7, €S)

(2mh)’

where the volume of asingle ellipsoid isV = 4mabc/3.

Using the data obtained from a study of the Shubni-
kov—de Haas effect in (Bi,_,Sh,),Te;Ag, crystals, we
calculated the hole concentrations in the upper valence
band for the six-ellipsoid Fermi surface and the Fermi
energy and the results are given in Tables 4 and 5. We

used the following band parameters: a3; =2.26, a5, =
32.5,and a3; = 11.6 [6].

Figure 8 givestheoretical (curves) and experimental
(symbols) dependences of the areas of the extreme
cross sections of the Fermi-surface ellipsoids on the
angle of inclination of the magnetic field vector relative
to the Cs-axis in the C,C; plane for UVB1 and UVB2
ellipsoids. The solid curves give the theoretical angular
dependences of the cross-sectional areas of ellipsoids
for which the anisotropy of the extreme cross sections
IS Spad Sin = 3.8. It can be seen that for this anisotropy
the experimental points are a good fit to the theoretical
curves. Also plotted are similar curvesfor dlipsoidswith
different band parameters. The dotted curves refer to
ellipsoids with 1.4 times lower anisotropy (SadShin =
2.8) and the dot-dash curves refer to ellipsoids having
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5 al Smax/}g\min =54

UVB2 / \
2.0+ / \

UVBI

1.6

1.2

"0 50 100 150 ¢, deg

Fig. 8. Theoretical (curves) and experimental (symbols)
dependences of the areas of the extreme surface cross sec-
tions S, on the angle ¢ between the C; crystal axis and the
vector B when the magnetic field is rotated in the C;C3
plane. The theoretical dependences are plotted for various
values of the anisotropy Syax/Smin Of the Fermi surface

(indicated in the figure).

anisotropy 1.4 times higher than 3.8 (S,,/Sin =5.4). It
can be seen that these curves differ from the experimen-
tal points (the size of the point approximately corre-
sponds to the error in determining the extreme cross
section of the Fermi surface) from which it followsthat
values of §,,/Syin = 3.8 may be considered suitable for
samples of this particular composition.

The hole concentrations psy in the upper valence
band calculated using the Shubnikov—de Haas effect
were compared with the corresponding Hall concentra-
tions 1/eR. All these values are given in Tables 4 and 5
which show that the values of pgy, are aways lower
than the corresponding values of 1/eR, confirming that
the second lower valence band (LVB) isfilled at these
high hole concentrations.

Thus, a study of the resistivity, Hall effect at differ-
ent temperatures, and Shubnikov—de Haas effect in
(Bi;_,Sh,),Te;Ag, single crystals has shown that unlike
Bi,Tes, in Sb,Te; and Big sSb; 5Te; crystalssilver exhib-
its acceptor properties: the hole concentration increases
with increasing silver content in the crystal.

An investigation of the angular and concentration
dependences of the Shubnikov—de Haas effect with sil-
ver doping showed that the anisotropy of the upper
valence band ellipsoids for (Bi, _,Sh,),Te;Ag, remains
the same as (Bi; _,Sh), Te;.
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Abstract—An analysisis made of the problem of the density distribution of aclassical electron gasinacharged
capacitor whose electrodes are coated with dielectric films (liquid or solid). At high density the electrons form
thin layers at each of the capacitor electrodes. The electric field distribution is determined both inside and out-
side these layers. © 2000 MAIK “ Nauka/Interperiodica” .

1. It was shown in [1, 2] that the surface of con-
densed media, such as liquid helium, can retain elec-
trons by means of electrostatic image forces. The pop-
ulation of the lower electron levelsis low even at low
temperatures because electrons drift into the bulk above
the surface [3]. Hence, experiments to study the prop-
erties of atwo-dimensional electron gas are carried out
inan electric field. A typical experiment is shown sche-
matically in the figure. The capacitor electrodes are
coated with insulator layers of thickness h and d having
permittivities g, and 4. An electron source is switched
oninthevacuum gap 0 <z< 7z, A voltageV =V, -V,
isapplied to the capacitor electrodes, pressing the elec-
trons toward the lower dielectric layer on which an
electron layer forms. As the surface density n,
increases, the electrons can almost compl etely compen-
sate for the electric field in the bulk of the capacitor
and in [4] it was assumed that there is a maximum
electron density ng such that when n, > n,, electron
transport to the helium surface ceases. However, in a
recent study [5] qualitative reasoning was put forward
to suggest that a helium surface may be filled with
electrons at a density higher than ng since, in the same
experimental setup, electrons may form a two-dimen-
sional system on the upper capacitor plate coated with a
thin helium film.

2. Inthe present study, an exact solution of the prob-
lem of the electron distribution n, = n(z) and the elec-
tric field distribution E = E(2) is given in the classical
limit for the capacitor shown schematically in the fig-
ure. At high temperatures, the mean field approxima-
tion can be used and the potential ¢(2) acting on elec-

trons of density n,(2) can be obtained from a solution of
the Laplace equation [4]

N2 = noexp(ed(2)/T). (1)

In dimensionless variables (1) has the form

$"(2) = 4meny(2),

() = A%, x=2,
y'(¥) %
_ 4Tenyz;
= Tt

" 2
y = ?1 A

By substituting, we can confirm that solution (2) has
the form

y = =2In(C,e” +C,e ™), A% =-8C,C,y°. (3

V=V, _
2 £=¢ 2:2+d
e=1
z=0
€E=¢
1 h z2=—h
V=V1

The electrodes 1 and 2 have potentials V4 and V,. Theinsu-
lator layers have thicknesses h and d and permittivities g,
and g4. The vacuum gap 0 < z < z; is accessible to the elec-
trons.
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It followsfrom thetheory of linear differential equa-
tions[6] that (3) isageneral solution of (2). Of thethree
constants C;, C,, andy, oneisdetermined using the sur-
face electron density n,:

) 1
.= (N(2)dz = nyzo[ePdx,
I (2 oZoI
0 0 (4)

n. = Zono[ 1 1 }
© 2yClCi+ Gy C,e? +C

The other two constants are determined by the con-
straints for continuity of the potential ¢(z) and the
induction D = €E at the dielectric—vacuum interfaces
where z= 0 and z = z, (see figure)

eV, . h.(C,;~C)
—T— - yZO(C1+C2) _2|n(Cl+C2)!
d,(C,e'—C,e ) ©
* e —-0L,e _
eVa _ -2y L 2= _2In(C,e + C,e ).
T Z,(C.e' + C,eY)

The parameters h, and d, are the effective thicknesses
of the capacitor dielectric layers:

h, =h/g,, d,=d/g,.

Since the physical effect gives the potential difference
V=V, -V, and not V; and V, separately, in (3) itiscon-
venient to introduce new constantsinstead of C, and C,:

_C,+C_
2 ! 2 ' (6)
y = —|n(C+coshy + C_thV)

Cy

From (4) and (5), we then obtain two relationships
to determine the two parametersy and C_/C,, and C, is
dropped from the expressions for the observable quan-
tities:

O ysinhy
= (2 Hosy+(cscysmy O

ds sinhy + (C_/C,)coshy

eV _ h*C_+ Yx
z, coshy + (C_/C,)sinhy

2t = '3C

c (8)
+ In%:oshy + E‘SinhyEr

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90

DYUGAEYV et al.

Relationships (7) and (8) are exact. Of physical interest
however is the limit of the high electron density n,
when the parameter C_/C, islarge. To achievethisitis
sufficient for one of the parameters A or B given by the
following expressions to be large:

eVz,

_ 2nene220
- 2Th, ©)

A T , B=

Expressions (7)—(9) yield simple eguations for the
two quantities C, and ¢:

C =9—‘ ¢ =ycoth A = Cs
*—C+V1 _y y! - C*+¢1
(10)
d* C*q)
B=Cy+ort .
" he(9+Cy)

In (8), we neglected the last |ogarithmic term compared
with eV/T. From solution (10), we obtain final expres-
sionsfory =y(x), C,, and ¢(y):

_ sinhyx[
y——2ln%oshyx+c* v O

he + dsn/Ng
c. - g /1)

(h, +d,) (11)
Ng—Ng (hy +dye e/ Ng)
Bh, e = = ().
ne (h* + d*)
The electron density n, was determined in [4]:
2
amen, = %\—/ or B = 2nn;e il (12)

3. We shall now analyze solution (10) and (11). For
the el ectron density n, < n,, asolution with areal value
of yexists. If n,>n, complex solution (11) is obtained
with y = id, where the phase & varies in the range
0<d<Tr

Sindx[]

:—In%oséx+c* 3,

(13)

For the electron density distribution n(x), we obtain
from (1) and (13)

v
n(x) = : >
(kK cosdx + (sindx)/ d) 14
2ne’z Cy

The value o = 0 corresponds to the solution obtained in
[4]. Since the parameter B determined in (9) is large,
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the phase 0 rapidly approaches the value 6 = 1t as the
density n, increases if

n.—ng > ny B.

In this case, the electron density n(x) has two maxima:
one at x = 0 and the other at x = 1 which corresponds to
two thin electron layers at the lower and upper capaci-
tor plates:

v
nix) = a x<1,
(Ky +X)°
=L
1 C*,
y (15)
nx = ———— a 1-x<1,
(Ky+1-X)
= (e +di)

“2 = Bh, (n,—ny)’

Thetotal electron density isn. = n, + ny, where n,, and
ny are the densities of the electron layers near the lower
and upper capacitor plates:

_ nghy +nd,

n.—nJh
" - _ (ne=noh,

he+d, ' ¢ h, +d, (16)

In the bulk of the capacitor outside the electron layers,
we can assumein (14) k = 0, d = 11, and then

Ki<<€X, 1-x>kK,. (17)

From the expression for y (13), we can aso obtain the
electric field distribution E(x):

_ 2T (C, cosdx —dsindx)

809 = €7,(C, (sindx)/d + cosdx)”

(18)

In the region outside the electron layers, we have

2

E(x) = e—z-l;cotm(, Ki<X, 1-x>kK, (19

Theeéelectric field E(X) only goesto zero at asingle point
x=1/2whereit changes sign. Thus, complete screening
of the field never occursin the bulk of the capacitor and
electrons can be transported to the dielectric layers for
any electron density n.. For liquid helium, the only con-
straint on n, isassociated with loss of stability of itssur-
face (7).
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4. We shall now consider the case of low density n,
i.e.,, alow value of the parameter B in (9) and (12) and
we identically rewrite (11) in the form

ds +h,yny/n,
B A( )

A TREL
(20)
6 = Ah s 1dd* + h,ny/n,)
*Lhy U (h, +d,)?

It follows from (20) that even for ng = 0 when the volt-
age applied to the capacitor dectrodesis switched off, our
solutions (14) and (18) obtained for n(x) and E(x) still
hold if the electron density n,ishighand A > 1[see (9)].
In this case, the electron layers are narrow: K, K, < 1
[see(15)]. If thetotal electron density n,isfixed and the
voltage V varied, according to (9), (12), and (16), the
electron density will be redistributed between the lay-
ers on the capacitor dielectric films. This redistribution
takes the form of atunneling current since the electron
potential energy 9 = —ed has a maximum at x = 1/2
[see (13)]:

S”:TT[X}, X>K;, 1-Xx<K, (21

9 = 2TIn[C*

Therange of validity of the classical equation (1) for
helium was determined in [4]. The principal approxi-
mation involves a loss of discreteness of the electron
levels: their populations should be low. This is not the
casefor athin layer of helium on the upper electrode of
a capacitor [5]. However, the range of validity of the
“guantum” approach [5] involves neglecting the contri-
bution of the bulk electron levels. Even in a strong elec-
tric field, the quantization of the levels becomesinsignif-
icant asthey becomefilled with electrons. In caseswhere
the electric field is amost completely screened when n,
approaches n,, the discrete ectron levels are squeezed
into a continuous spectrum. An effect involving diver-
gence of the electron partition functions comesinto play
[3] which inevitably leads to areduction in the population
of the discrete levels and the range of validity of equation
(1) becomes broader. Interestingly, for dendties n, ~
10° cm? and temperatures T > 1 K, the classical equation
(2) can be applied for the lower el ectron layer on athick
helium film [4], but, on the upper thin helium film, the
electronsfill asingle surface level [5].

These results are also fully applicable to a capacitor
whose dielectric layers are solid hydrogen or neon. As
is seen from (16), for d > h (see figure) electron trans-
port mainly enriches the lower electron layer that sug-
gest the possible way for designing an experiment. The
tunneling current between the electron layers can be
measured using a well-devel oped technique for helium
[8]. The drift of “hot” electrons from the surface of
hydrogen or neon can be observed experimentally from
the cyclotron resonance [9].

No. 6 2000



1092 DYUGAEV et al.

ACKNOWLEDGMENTS

The authors thank P. Wyder, 1. Wagner, and P. Mon-
ceau for their hospitality at the LCMI| and CRTBT Lab-
oratories in Grenoble where this work was carried out.

REFERENCES

1. M. W. Coleand M. H. Cohen, Phys. Rev. Lett. 23, 1238
(1969).

2. V. B. Shikin, Zh. Eksp. Teor. Fiz. 58, 1748 (1970) [Sov.
Phys. JETP 31, 936 (1970)].

3. R. S. Grandall and R. Williams, Phys. Rev. A 5, 2183
(1972).

4.

5

6.

D. M. Chernikova, Zh. Eksp. Teor. Fiz. 68, 249 (1975)
[Sov. Phys. JETP 41, 121 (1975)].

. V. B. Shikin, Pis ma Zh. Eksp. Teor. Fiz. 70, 274 (1999)
[JETP Lett. 70, 283 (1999)].

E. Kamke, Gewohnliche Differential gleichungen (Acad.
Verlag, Leipzig, 1959; Nauka, Moscow, 1976).

L. P. Gor'kov and D. M. Chernikova, Pis' ma Zh. Eksp.
Teor. Fiz. 18, 119 (1973) [JETP Lett. 18, 68 (1973)].
A.PVolodin, M. S. Khaikin, and V. S. Edel’ man, Pis ma
Zh. Eksp. Teor. Fiz. 23, 524 (1976) [JETP Lett. 23, 478
(2976)].

V. S. Edel’man, Pisma Zh. Eksp. Teor. Fiz. 25, 422
(1977) [JETP Lett. 25, 394 (1977)].

Translation was provided by AIP

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90 No. 6 2000



Journal of Experimental and Theoretical Physics, Vol. 90, No. 6, 2000, pp. 1093-1104.

Trangated from Zhurnal Eksperimental’ nor i Teoreticheskor Fiziki, Vol. 117, No. 6, 2000, pp. 1255-1269.

Original Russian Text Copyright © 2000 by Larionov, Timofeev, Hvam, Soerensen.

SOLIDS

Electronic Properties

Interwell Excitonsin GaAsAlGaAs Double Quantum Wells
and Their Collective Properties

A.V.Larionov*, V. B. Timofeev*:** J. Hvam***, and K. Soerensen***

*|ntitute of Solid State Physics, Russian Academy of Sciences, Chernogolovka, Moscow oblast, 142432, Russia
**e-mail: timofeev@issp.ac.ru
***Microelectronic Centre, DK 2800 Lyngby, Denmark
Received February 17, 2000

Abstract—L uminescence spectra of interwell excitons in GaAs/AlGaAs double quantum wells with electric-
field-tilted bands (n—i—n) structures were studied. In these structures the electron and the hole in the interwell
exciton are spatially separated between neighboring quantum wells by a narrow AlAs barrier. Under resonant
excitation by circularly polarized light the luminescence line of the interwell excitons exhibited appreciable
narrowing as their concentration increased and the degree of circular polarization of the photoluminescence
increased substantially. Under resonant excitation by linearly polarized light the alignment of theinterwell exci-
tons increased as a threshold process with increasing optical pumping. By analyzing time-resolved spectraand
the kinetics of the photoluminescence intensity under pulsed excitation it was established that under these con-
ditions the rate of radiative recombination increases substantially. The observed effect occurs at bel ow-critical
temperatures and isinterpreted in terms of the collective behavior of the interwell excitons. Studies of the lumi-
nescence spectrain amagnetic field showed that the collective exciton phaseis dielectric and in this phase the

interwell excitons retain their individual properties. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Quasi-two-dimensiona  systems, double quantum
wells, and superlattices are attracting interest in particular
because of the fundamental possibility of spatialy sepa
rating photoexcited electron and hole carriers between
neighboring quantum wells [1-15]. In double quantum
wells with an applied eectric field which tilts the
bands, excitons can be excited whose electron and hole
are situated in different quantum wells separated by a
barrier transparent to tunneling. These excitons are
called spatialy indirect (1) or interwell excitonsin con-
trast to the direct intrawell excitons (D) where the elec-
tron and the hole in the exciton are located in the same
quantum wells. Interwell excitons are long-lived com-
pared with intrawel | excitons so that they can easily build
up, and agas cong sting of these excitons can be cooled to
fairly low temperatures. As aresult of destroyed inversion
symmetry, interwell excitons have a dipole moment even
in the ground state. The theory predicts various possible
scenarios for collective behavior in afairly dense sys-
tem of spatially separated electronsand holes[1, 9-14].
It was shown in [14] that despite the dipole—dipole
repulsion of interwell excitons, for certain critica
parameters, i.e., the dipole moment of the interwell
excitons, their density, and temperature, the stable state
in the e-h system may be the liquid dielectric phase of
these excitons. In an earlier study [11] it was noted that
the condensed dielectric exciton phase can only occur
in the presence of lateral confinement (random or arti-
ficialy produced) in the quantum-well plane. Under
these confinement conditions and the associated exter-

nal compression, it is easier for excitons to build up to
high critical densities sufficient for the appearance of
collective exciton interaction effects.

It should be borne in mind that in real semiconduct-
ing-heterostructure tunnel-coupled quantum systems
there isaways arandom potential as aresult of various
structural defects, i.e., residual impurities, charged and
neutral, fluctuations of the barrier width and the widths of
the quantum wells themselves, and so on. These fluctua-
tions create a random potentia relief in the quantum-well
planes so that photoexcited dectrons and holes spatialy
separated between neighboring wells, and aso interwell
excitons are highly localized at these fluctuations at fairly
low temperatures. This strong locdlization effect in cou-
pled quantum systems is manifest in particular in lateral
thermoactivated carrier tunneling and is observed in
experiments to study spectra narrowing of the lumines-
cence line with increasng temperature, which corre-
sponds to interwell radiative recombination [7].

In the present study we investigate the photolumi-
nescence of interwell excitonsin double quantum wells
with a barrier containing four AIAs monolayers sepa-
rating the quantum wells. With such narrow barriersthe
interwell excitons are fairly strongly coupled. Under
these conditions the interwell excitons are localized at
lateral fluctuations of the random potential without any
significant changesin their internal structureif the lin-
ear scales of the fluctuations are | > ag (Bohr radius of
an exciton ag < 100 A) and the fluctuation amplitudes
are A > KT. We know that in structures with narrow
AlAs barriers the fluctuations of the barrier width are
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large-scale and consequently the corresponding fluctu-
ationsof thelateral potentia relief will also belarge-scale.
It is naturaly predicted that at fairly low temperatures
interwell excitonswill be located in these large-scale ran-
dom laterdl potential wells. It is interesting to know
whether asystem of interwell excitonsunder conditions of
such random lateral confinement will demonstrate critical
behavior with increasing density and at fairly low tem-
peratures. In the present paper we attempt to answer
these questions.

The paper is constructed as follows. After describ-
ing the double-quantum-well heterostructures being
studied and the experimental technique in Section 2, in
Section 3 we describe the radiative recombination proper-
ties of localized and delocdlized interwell excitons under
conditions of resonant excitation by circularly polarized
light when the pump power, eectrica bias voltage, and
temperature are varied. The time evolution of the spectra
and the decay kinetics of the luminescence intensity of
interwell excitons under conditions of pulsed laser exci-
tation are discussed in Section 4. The diamagnetic
properties of interwell excitons, their Zeeman splitting,
and g-factor are presented in Section 5. In Section 6 we
describe experiments using interwell excitons which
accumulated in alatera potential well of deformation ori-
gin far from the photoexcitation region. Finaly in the con-
cluding section 7 various properties of interwell excitons
observed in their luminescence spectra and their critical
behavior as afunction of the optical pumping and tem-
perature are interpreted in terms of collective exciton
behavior.

2. EXPERIMENTAL TECHNIQUE
AND STRUCTURES

We investigated GaAs/AlGaAs n—-i—n heterostruc-
tures with a GaAgAIAS/GaAs double quantum well and
narrow AlAstunnel barrier (4 ML) between thewells (the
width of the GaAs quantum wells was approximately
120 A andtheAlAsbarrier was approximately 11 A). The
entire structure was grown by molecular beam epitaxy on
a (001)-oriented n-type doped GaAs substrate having an
Si dopant concentration of 10'® cm3. First a 0.5 pm
thick Si-doped (10™ cm®) GaAs buffer layer was grown
on the substrate, followed by a0.15 um AlGaAsisolating
layer (x = 0.33) and GaAs/AIAs/GaAs double quantum
wells.

The heterojunction of each GaAs quantum well with
theisolating AlGaAs layer was also separated by a nar-
row (4 ML) AlAs barrier. The narrow AlAs barriers
were grown using a stop growth regime. In this growth
technique the fluctuations of the AlAs barrier widths
are large-scale. The double quantum wells were fol-
lowed by a0.15 um thick isolating AlGaAs layer then
a0.1 umthick Si-doped (10'® cm3) GaAslayer. Single
broad GaAs quantum wells (of width =300 A) were
located in the isolating AlGaAs barriers near the doped
regions. The luminescence from these quantum wells
was used to assess the e-h excitations “ percolating”
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toward the contact, doped regions of the structure and
also to monitor qualitatively the density of interwell
excitons building up in the double quantum wells under
resonant excitation. The upper part of the structure was
covered with a 100 A thick GaAs layer. Mesas having
dimensionsof 1 x 1 mm were fabricated on the as-grown
structure by a lithographic technique. Metal contacts of
Au + Ge+ Pt dloy were deposited asaframe on the upper
part of the mesaand also the doped buffer layer.

The luminescence spectra were investigated under
conditions of cw resonant excitation of intrawell direct
heavy-hole excitons using a tunable Ti-sapphire laser.
Circularly polarized resonant excitation was used to
achieve optical orientation of the angular momentum in
the exciton. The luminescence signal was analyzed using
a circular analyzer. The time evolution of the lumines-
cence spectra and their intensity kinetics were studied
under pulsed excitation by apicosecond laser (wavelength
6200 A, pulse duration 30 ps, repetition frequency
0.8 MH2z). Pulsed measurements of the spectra and
luminescence kinetics were made using a time-corre-
lated photon counting system.

In order to detect the luminescence spectra we pro-
jected the optical excitation spot on the mesa onto
crossed dlitswhich were used to monitor the uniformity
of the excitation and to select suitable regions of the
structure for detection. Under cw excitation the lumi-
nescence spectra of the interwell excitons were also
studied in the presence of a magnetic field perpendicu-
lar to the quantum-well planes (Faraday geometry).
The diamagnetic shift of the excitons and their Zeeman
splitting (o, o~ components of the spectra) were ana-
lyzed under these conditions.

3. LUMINESCENCE SPECTRA
OF INTERWELL EXCITONS
UNDER RESONANT PHOTOEXCITATION

In this section we shall analyze the behavior of the
luminescence spectraof interwell excitonswhen intrawell
spatialy direct heavy-hole excitons (1sHH excitons) are
resonantly excited by circularly polarized light. We are
interested in how these spectra behave (their profile,
intensity, and degree of circular polarization) when the
excitation power density, applied electric field, and
temperature vary.

3.1. Figure 1 shows luminescence spectra of
intrawell (D) and interwell (1) excitons measured under
resonant excitation and various applied electric fields.
The optical transitions studied areillustrated schemati-
caly in Fig. 2. In the intrawell luminescence range at
zero electric bias two lines can be identified, free,
1sHH, and bound excitons [15]. At low temperatures the
direct exciton (line D) isobserved asaweak “ shoulder” on
the violet wing of the exciton complex line. At negative
eectricfidddsfrom —0.3V aninterwell radiative recombi-
nation line appears which shifts dmost linearly toward
lower energies as the applied voltage increases in accor-
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dance with the linear Stark shift of the size-quantization
levelsinthe quantum wells (seeinset to Fig. 1). Then only
the line of the charged exciton complex remains signifi-
cant in the intrawdl recombination spectrum [15]. At
higher negative fields U < —0.4 V under cw excitation
only the photoluminescence line of the interwell exci-
tons dominatesin the spectrawhile the luminescence of
the direct intrawell excitons and exciton complexes is
of considerably lower intensity under these conditions.

The intensity of the interwell exciton line behaves
nonmonotonically as a function of the applied bias. It
appearsin the luminescence spectrum at voltages when
the Stark shift exceeds the difference between the bind-
ing energies of the intrawell and interwell excitons
eFz>E; —E,.

At U ~-0.7V theintensity of this line has a maxi-
mum and then decreases with increasing electric field
(see Fig. 1). This behavior is easily understood if we
bear in mind that as the field increases, the effective
dipole moment of the interwell exciton increasesin the
growth direction of the structure (z-axis) and the over-
lap of the electron and hole wave functions in the exci-
ton decreases monotonically.

3.2. At fairly low temperatures (T = 2 K) and low
pumping the luminescence line of the interwell exci-
tons hasalarge width (FWHM = 4-5 meV) and theline
profileitself is asymmetric with afairly extended long-
wavelength tail and relatively steep violet edge (see
Figs. 1, 3). These characteristics of the photolumines-
cence line of the interwell excitons are a consequence
of their strong localization at fluctuations of the random
potential [6]. In this case the line width reflects the sta
tistical distribution of the amplitudes of the random
potential. The pumping levels are so low that the aver-
age density of the spatially separated electrons and
holes is n,_j, < 10° cm. At these concentrations the
average dtatistical filling of lateral random potentia
wells having linear scales| < 1 um by interwell exci-
tonsisless than unity and the inhomogeneous width of
the photoluminescence spectrum of the interwell exci-
tonsisfairly large (Fig. 1).

The luminescence intensity, profile, and line width
of the interwell excitons varies substantially as the
power of the resonant excitation of direct intrawell
excitons 1sHH by circularly polarized light increases
(seeFig. 3). Linel narrowsto 1.3 meV with increasing
pumping, i.e., it becomes almost four times narrower.
Its intensity at the maximum increases superlinearly
while the line profile becomes almost symmetric or
homogeneously broadened in contrast to the clearly
inhomogeneously broadened profile of the photolumi-
nescence spectrum of the interwell excitons at low
excitation dengities. In the strongly narrowing region
the interwell exciton line is shifted by up to 1 meV
toward lower energies as the pumping increases. Only
at negligible pump powers P > 6 W/cm? does this line
shift toward higher energies and become broader. A line
shift toward higher energies indicates that the applied
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Fig. 1. Behavior of the luminescence spectra of interwell
excitons as a function of applied voltage; T and D are the
intrawell luminescence lines of an exciton complex and a
direct 1sHH exciton at T = 2 K. The interwell exciton line
(1) is constructed as a linear function of the applied electric
field (see also inset to figure). The numbersto the left of the
measured spectra correspond to the applied electric field.
These photol uminescence spectrawere measured at various
applied voltages between 0 and —1.05V at intervals of 0.05V.

|

/‘

Fig. 2. Schematic of optical transitions on application of an
electrical voltage which shiftsthe size-quantization levelsin
the double quantum wells. The arrows show the optical tran-
sitions corresponding to the intrawell (direct) D and inter-
well (spatially indirect) | excitons.
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Fig. 3. Luminescence spectra and degree of circular polar-
ization of interwell excitons for various optical pump pow-
ers under conditions of resonant excitation of heavy-hole
intrawell excitonsand T=1.8 K: T and | arethelines of the
intrawel| exciton complex and an interwell exciton, thesolid
curves give the photol uminescence spectra measured for o*
polarization and the dashed curves give the spectra for the
o~ polarization. The numbers on the left of the spectra give
the intensity scale factors and those on the right give the
excitation power densities. The inset gives the photolumi-
nescence intensity of line | (filled circles) and its degree of
circular polarization (open squares) as a function of the
power density. The dashed curve gives the linear approxi-
mation of the photoluminescence intensity of linel.

electric field is screened when the density of the inter-
well excitons becomes sufficiently high. Then, using
the Gauss formula we can obtain an upper estimate of
the interwell exciton density from the spectral shift.
Thisestimate givesn = 3 x 10'° cm? for the concentration
of interwell excitons when the line width becomes mini-
mal. We observed appreciable narrowing of the lumines-
cence line of the interwell excitons for various negative
bias voltages between —0.5V and —-1.2 V. At high nega-
tive voltages ssmilar narrowing of the interwell-exciton
luminescence line occurred at significantly lower pump
powers.

The strong narrowing of the interwell-exciton pho-
toluminescence line at low temperatures suggests that
at high excitation densitiesthelateral fluctuations of the
random potential begin to be significantly screened. As
aresult of this screening of the random potential relief
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at fairly high pumping levels the interwell excitonslie
above the percolation threshold (or the mobility threshold
associated with the strong localization effect) and are
ddlocdized. As the density of these delocdized interwell
excitons increases, the narrow photoluminescence lineis
shifted toward lower energies (see Fig. 3). From this
observation it follows that the ground-state energy of the
interacting interwell excitons decreases as their density
increases despite dipole-dipolerepulsion. Thisbehavior is
typical of a dense system of Bose particles as their con-
centration increases at fairly low temperature.

3.3. The degree of circular polarization of the inter-
well-exciton luminescence line exhibits interesting
behavior in the region where its intensity increases
superlinearly with increasing resonant excitation power
(see Fig. 3). In our experiments using circularly polar-
ized exciting light, direct, completely spin-oriented
1sHH excitons were created for which the heavy-hole
angular momentum is J, = +3/2 and the electron spin
S, =-1/2. Asaresult of carrier tunneling and binding to
form interwell excitons, and also asaresult of spin-at-
tice relaxation and strong spin—orbit interaction for the
holes, the spin “memory” of the interwell excitons is
partially lost but still remains appreciable and is amost
5-10% at a low excitation density, although the inter-
well excitons are localized under these conditions and the
corresponding  photoluminescence line is inhomoge-
neoudly broadened. At constant pumping the degree of cir-
cular polarization of the interwell-exciton photolumines-
cence decreases monotonically with increasing bias volt-
age. Asthe power dendty of the resonant photoexcitation
increases when the interwell-exciton photoluminescence
line exhibits substantial narrowing, the degree of circular
polarization of the corresponding line increases several-
fold as athreshold process. Assuming that the rate of spin
relaxation varies little with increasing pumping (most
likely it only increases), this increase in the degree of
circular polarization is naturally attributed to a reduc-
tion in the lifetime of the interwell excitons. This is
deduced from a simple kinetic expression linking the
degree of circular polarization with the lifetimes and
spin relaxation [16]:

Y = Yol (1 +14/1),

where y, and y are the degrees of polarization of the
intrawell and interwell excitons, and 14 and 1, are the radi-
ative recombination and spin relaxation times of the inter-
well excitons, respectively. Assuming that T, isbarely sen-
sitive to the pumping, using this expression we can easily
conclude that the experimentally observed trebling of the
degree of circular polarization of the interwell excitons
with increasing excitation power isaconsequence of an
at least fivefold increase in their rate of radiative anni-
hilation. In the next section (Section 4) we discuss the
lifetimes of interwell excitons determined directly
using pulsed measurements.

3.4. When direct 1sHH excitons (polarized parall€el
to the layer plane) were excited resonantly by linearly
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polarized light, asthe pump power increased we observed
athresholdincreasein thelinear polarization of the narrow
photoluminescence line (alignment of interwell excitons)
in the region of superlinearly increasing intensity. When
the excitation densities were low and the interwell exci-
tons were strongly locdlized at fluctuations of the random
potential, their spectrum remained weakly polarized
under the same conditions. The results of these experi-
ments are illustrated in Fig. 4 which clearly shows an
abrupt increase in the linear polarization of the inter-
well-exciton photoluminescence in a narrow range of
pumping. Thisalignment of the lateral dipole moment of
the interwell excitons reached a maximum and then
decreased asthe power density of the resonant excitation
increased further, when screening of the applied electric
voltage became appreciable (the pump range in which
the photoluminescence line began to show appreciable
broadening and shift toward higher energies).

3.5. Thus, as the concentration of interwell excitons
increases, the intensity of the corresponding photolu-
minescence line increases superlinearly and the line
exhibits strong narrowing while its degree of polariza-
tion increases, which indirectly indicates that the life-
time of the interwell excitonsis reduced. These effects
were very sensitive to temperature. We observed that
when the temperature increased above critical values at
high constant pump power, the line width of the inter-
well excitons increased abruptly and the degree of cir-
cular polarization dropped to its previous level. The
temperature behavior of the degree of circular polariza-
tion and the photoluminescence line width of the inter-
well excitonsareillustrated in Fig. 5. It can be seen that
the critical temperature at which such dramatic spectral
changes occurred in thiscaseis T, < 6 K (AT = £1 K).

4. KINETICS
OF THE PHOTOLUMINESCENCE SPECTRA

In this section we shall discuss the time evolution of
the luminescence spectra of intrawell and interwell exci-
tons and aso the kinetics of the intensities of the corre-
sponding photoluminescence spectra under conditions
of pulsed excitation using a picosecond |aser.

Under these pulsed excitation conditions at the time
of action of the laser pulse hot photoexcited electrons
and holes are generated in each quantum well with
equal density and not spatially separated. The spatia
separation of the carriers between neighboring tunnel-
coupled quantum wells is the result of complex kinetic
processes involving intrawell relaxation and recombi-
nation of carriers and also carrier tunneling through the
interwell barrier. Figure 6 shows the time evolution of
the photoluminescence spectra under pulsed excitation
measured for different delays relative to the exciting
laser pulseat T= 1.8 K and applied voltage U = 0.7 V.
For zero delays and integration of the signal with 1 ns
time gates the spectra only reveal a region of direct
intrawell luminescence. The photoluminescence spec-
trum of the interwell excitons only begins to form at
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Fig. 4. Degree of linear polarization of interwell excitons
(open circles) and photoluminescence intensity (filled
sguares) under resonant excitation of intrawell excitons by
linearly polarized light as a function of optical pumping at
T=15K.
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Fig. 5. Photoluminescence spectra of interwell excitons
under resonant excitation by circularly polarized light, mea-
sured at various temperatures (numbers on the right of the
spectra give the temperature) and optical pump power

3W/cm?. The solid curves give the photoluminescence
spectra measured for the ¢* polarization and the dashed

curves give those for the o~ polarization. The temperature
dependences of the luminescence line width of theinterwell
excitons I' and the degree of circular polarization y are
shown in the inset.
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Fig. 6. Time evolution of the luminescence spectra of inter-
well excitons and intensity kinetics of the narrow line (see
inset) under conditions of pulsed excitationand T=2K at —
0.75 V. Spectrum 1 was measured with zero delay and an
integration time of 1 ns; spectra 2-9 were measured with
delaysof 2,3,4,5, 6, 7, 8, and 10 nsand an integration time
of 2 ns; spectra 10-13 correspond to delays of 12, 16, 25,
and 25 ns and integration times of 4, 4, 5, and 6 ns, respec-
tively; spectra 14 and 15 correspond to delays of 30 and
40 ns and integration times of 10 and 12 ns, respectively.

timedelayst =2 ns. Thisdelay iscaused by carrier tun-
neling through the barrier (mainly electrons for which
the effective mass in the vertical direction is much
lower than the hole mass), accompanied by spatial sep-
aration of carriers between quantum wells, intrawell
energy relaxation (thermalization) and simultaneous
recombination. It can be seen from Fig. 6 that for small
delays (1 = 24 ns) the width of the interwell photolu-
minescence spectrum is large (3-4 meV). However, as
the time delay increases, afairly narrow line begins to
form at the violet edge of the interwell photolumines-
cence spectrum. The width of thislineis 1.5 meV for
an 8 nsdelay, i.e., thewidth isreduced almost threefold
compared with that for the initial delays. The intensity
of this line decays far more rapidly with time than the
structurelessinterwel | luminescence spectrum below it.
For delays greater than 20 nsthis line can no longer be
resolved and merges with the structureless part of the
spectrum whose profile remains almost unchanged and
can be observed for delays greater than 50 ns. This
behavior can be seen very clearly in the intensity kinet-
ics measured directly at the spectral position of the nar-
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row line and the structureless continuum below it (see
inset to Fig. 6).

It is important to note that the narrow line of inter-
well-exciton photoluminescence characterized by
short-lived intensity decay kinetics under pulsed exci-
tation conditions is only observed at fairly low temper-
atures, as under cw excitation. For example, for al2 ns
delay the narrow line begins to become broader with
increasing temperature and merges with the structure-
less background below it at T = 6 K. For shorter delays
and therefore higher interwell exciton density this line
disappears in the spectrum at significantly higher tem-
peratures. For example, for a7 nsdelay the narrow line
disappearsin the spectraat T = 9 K. Theinterwell exci-
ton lifetime can be measured directly from the intensity
decay kinetics. In accordance with Fig. 6 (see inseat), this
time measured for a narrow photoluminescence line of
delocaized interwell excitons a T = 1.8 K is 20 ns
whereas the decay time of the broad photoluminescence
band corresponding to localized exciton states is almost
three times greater at 70 ns. This explains at least qual-
itatively why the degree of circular polarization of the
narrow photoluminescence line of the delocalized exci-
tons increases. Direct measurements of the intensity
decay kinetics can be used to estimate the spin relax-
ation times in an interwell exciton. Using the formula
given above for the degree of circular polarization and
the measured lifetime of an interwell excitonat T=1.8K,
we obtain for the spin relaxation time tg ~ 2 x 108 s.
The intensity decay kinetics of the narrow photolumi-
nescence line are also sensitive to temperature and the
corresponding decay time increases monotonically
with decreasing temperature. For example, the decay
timeist=20nsa T=18K whereasat T=5K we
have T = 10 ns. The same qualitative behavior of thetime-
resolved spectra and the interwell photoluminescence
kineticswas observed for applied voltages between-0.4V
and-0.9V.

5. LUMINESCENCE SPECTRA
OF INTERWELL EXCITONS
IN A MAGNETIC FIELD

In this section we are interested in the diamagnetic
properties of interwell excitons and their Zeeman split-
ting. These investigations were carried out at low exci-
tation densitieswhen theinterwell excitons are strongly
localized and their spectrum inhomogeneously broad-
ened and at high pump densities when the photolumi-
nescence line of theinterwell recombination is substan-
tially narrower. In these experiments we analyzed the
Zeeman components * and o~ of the interwell photo-
luminescence spectrum measured in a magnetic field
perpendicular to the planes of the quantum wells (Fara-
day geometry).

Figure 7 shows the interwell photoluminescence
spectra (0~ component) measured when direct 1sHH
excitons were resonantly excited at high power density
inamagneticfield between0and 2T at 0.1 T intervals.
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Fig. 7. Photoluminescence spectra of interwell excitonsina
magnetic field perpendicular to the quantum-well plane and
T =2K. These spectrawere measured in therange 0-2 T at
0.1 T intervals. The spectra were measured using the o~
polarization and pump power density 3 W/cm®. The inset
shows the diamagnetic shift of the delocalized interwell
excitons.

The figure clearly shows a superlinear shift of the nar-
row photoluminescence linein the region of weak mag-
netic fields as B increases. The inset gives the spectral
position of the maximum of the narrow interwell pho-
toluminescence line as a function of the square of the
magnetic field. The quadratic diamagnetic shift of this
line is clearly satisfied in fields B < 2 T whereas in
strong fields a linear contribution to the magnetic sus-
ceptibility begins to become significant [17]. Using a
correction quadratic in B to the ground-state energy of
an interwell exciton, we can estimate its Bohr radiusin
the quantum-well plane using the well-known formula:

eZ
8uc

AE = B? &,

2

where [@3 = naé and u is the reduced exciton mass
(m. = 0.067m, and m, = 0.2my). The Bohr radius of an
interwell exciton thus determined was ag = 170 A.
From thiswe can obtain alower estimate of the binding
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Fig. 8. Zeeman splitting of the photoluminescence line of
delocalized interwell excitonsat B=6.5T and T=2K. The
solid and dashed curves correspondtothe o~ and 6™ circular
polarizations, respectively. The inset shows the intensity
ratio of the Zeeman components as a function of the mag-
netic field.

energy of an interwell exciton E. = €/eag which was
Eoc =3 meV.

The narrow interwell-exciton line in a transverse
magnetic field issplit into adoublet, asinthe case of an
intrawell heavy-hole direct exciton. By way of example
Fig. 8 shows the Zeeman splitting (o* and 6~ compo-
nents) of thislineat B = 6.5T. In this case unpolarized
light was used for excitation (see lower part of Fig. 8).
Figure 9 is a diagram of the allowed optical transitions
predicted in Faraday geometry. The Zeeman splitting,
which is0.2 meV (B =6.5T) can be used to determine
the effective g-factor of an interwell exciton g, = 0.53.
The magnitude of the Zeeman splitting and the related
effective exciton g-factor can also be determined using
the intensity ratio of the corresponding o* and o~ com-
ponents assuming that the spin states are uniformly
populated and the electron temperature given. The
independently determined exciton g-factor agreed to
within 10% with the value obtained directly from the
Zeeman splitting. We thus conclude that the distribution
between the split spin satesis quasi-equilibrium and also
thetemperature of the e ectron systemis0.2 K higher than
the temperature of the helium bath at T=2 K and pump
power density 6 W/cm?. Hence the optical pumping
used experimentally does not strongly overheat the
electron (exciton) system relative to the helium bath
temperature and the lattice temperature.
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Fig. 9. Diagram of optical transitions under conditions of
Zeeman splitting of the ground state of an interwell exciton.

The photoluminescence spectra shown in the upper
part of Fig. 8 were measured under resonant excitation by
circularly polarized light (o* component). In this case, as
can be seen from Fig. 8, the degree of circular polariza-
tion between the split Zeeman components increased
more than 1.1 times compared with the photolumines-
cence spectra measured in the same magnetic field but
excited by resonant unpolarized light. This experimental
observation indicates that in a magnetic field under con-
ditions of resonant photoexcitation by circularly polar-
ized light the spin splitting in the exciton increases. In
particular in a magnetic field B = 6.5 T this splitting
increases 1.5 times and is 0.3 meV. The increase in the
spin splitting in this case is naturaly attributed to
amplification of the effective electron g-factor:

¥ + gy ueB,

AEg, = (|g
where the effective amplified electron g-factor is gff =

go + (Ag)®", and g2 isthe unperturbed (“bar”) electron
g-factor. The value thus determined in (Ag)®" = 0.27 and

the published value gg =-0.44. We attribute the ampli-

fication of the effective electron g-factor to alignment
of the spins of the nuclear subsystem which occursasa
result of contact interaction between spin-oriented
electrons excited by the circularly polarized light and
nuclei of the dominant heterostructure material (in par-
ticular Ganuclei, seefor example [16]). In the presence
of an external magnetic field this effect is significant
since thefield defines the preferential orientation of the
nuclear spins. In the absence of an external magnetic
field the orientations of the nuclear spins are random
and the contributions of the various components com-
pensate for each other.

We also investigated the photol uminescence spectra
of interwell radiative recombination in amagnetic field
at low excitation density when the interwell excitons
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are strongly localized at fluctuations of the random
potential and the corresponding line in the spectrum is
broad. In this case, the diamagnetic correction to the
ground-state energy was determined from the depen-
dence of thefirst moment M, of the photoluminescence
spectrum of the interwell excitons on the square of the

magnetic field (M, = IE I (E)dBII (E)dE). It wasfound

that the diamagnetic correction to the energy for localized
excitons is agpproximately 1.5 times this correction for
delocdized excitons. The diamagnetic shift can be used to
estimatethelinear scalesof lateral confinement associated
with the random potentia at which the interwell excitons
are localized at low dendties and low temperatures. This
linear scale of localization was ~400 A. The broad pho-
toluminescence line of the localized interwell excitons
in amagnetic field is also split into a Zeeman doublet.
The doublet splitting and the exciton g-factor were esti-
mated most accurately using the intensity ratio of the
o* and o~ components. Thevaue obtained for the g-factor
was close to that for delocalized excitons.

6. BUILDUP OF INTERWELL EXCITONS
IN A LATERAL POTENTIAL WELL FAR
FROM THE PHOTOEXCITATION REGION

In previous sections we have discussed the spectra
of interwell excitons measured under conditions where
the luminescence was detected directly in the region of
excitation on the mesa. In this section we discuss exper-
imentsinwhichinterwell excitonsaccumulated in alat-
eral potential well far from the photoexcitation point.
The interwell excitons were located in this potential
well as aresult of natural drift from the region of pho-
toexcitation under the action of forces associated with
the gradient of the strain potential. It was established
that apotential well of strain origin appearsin the quan-
tum-well plane if a narrow (100 um wide) metal (Au)
stripe around 1 1 thick is deposited on the mesa surface
of the structure. A substantial difference between the
coefficients of thermal expansion of the metal stripe
and the base materia of the GaAs mesa gave rise to
strain forces, which at liquid helium temperatures lead to
nonuniform compression of the structure perpendicular to
the quantum well plane. The largest strain occurred
directly beneath the metal stripe and propagated insidethe
mesa. Thisstrain was observed in particular inthe fact that
the luminescence line of the intrawell excitons measured
directly beneath the meta stripe was spectraly shifted
toward lower energies by around 1.5-2 meV asaresult of
mechanical compressive strain.

Experiments taking this into account were carried
out asfollows. An exciting laser spot smaller than 100 um
was focused near one of the sides of the metal stripe on
the mesa surface. The mesa surface was projected onto
the plane of crossed dits which could be used to moni-
tor the “sampling” of the photoluminescence both
directly from the region of excitation and at the oppo-
site edge of the metal stripe, i.e., approximately 100 p
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from the exciting spot [regions (1) and (2) in Fig. 10
which shows the photoexcitation and detection condi-
tions used experimentally]. These experiments were
carried out using a GaAgAlGaAs heterostructure
(p—i—n structure) with a double quantum well (the
width of the quantum well was 80 A and the width of the
AlGaAs barrier 40 A). Figure 11 illustrates the behav-
ior of the luminescence spectraat various pump powers
when detected from region (2) some distance from the
region of excitation. The luminescence from region (2)
associated with interwell radiative recombination only
became appreciable at high optical pump powers when
the applied electric bias was strongly screened directly
in the excitation zone (1) Thus, it can be seen from
Fig. 11 that initialy at low pump powers the interwell
exciton line is strongly inhomogeneoudly broadened (its
half-width is 4-5 meV) which istypica of low interwell
exciton densities when these are locdized at fluctuations
of the random potential. With increasing pumping a nar-
row line begins to form at the violet edge of the photolu-
minescence spectrum. Theintendity of thislineincreases
superlinearly with increasing excitation power (see
inset to Fig. 11) and the line itself narrows substan-
tialy, to a minimum width of 1.3 meV. The maximum
of thisnarrow lineisinitially shifted toward lower ener-
gies(around 1-1.5 meV) and only at high pump powers
does this line begin to broaden and shift into the violet
asaresult of screening of the applied electricfield. This
narrowing of the narrow photoluminescence line of the
interwell excitons and superlinear increase in itsinten-
sty is observed when detected from region (2) a various
applied bias voltages. Figure 12 illugtrates the linear Stark
shift of this line when the ectric fiedd is varied, which
irrefutably indicates its interwell exciton nature. Direct
measurements of the decay kinetics of the photolumines-
cenceintensity made under pulsed excitation at various
temperatures demonstrated (see Fig. 13) that the life-
time of delocalized interwell excitons at low tempera-
tures, T< 6 K, i.e., when the corresponding photolumi-
nescencelineisnarrow, isseveral times shorter than the
lifetime of the localized interwell excitons (low pump
powers or temperatures T = 6K).

These experiments have therefore demonstrated that
the strong narrowing of the interwell radiative recombi-
nation line as the interwell exciton density increasesis
of a genera nature in the presence of lateral confine-
ment, either random (as a result of fluctuations of the
random potential) or artificially created (accumulation
of interwell excitons in a strain potential well far from
the region of photoexcitation).

7. DISCUSSION OF EXPERIMENTAL RESULTS
AND CONCLUSIONS

When we attempt to explain the complete set of
experimental results presented above in terms of asim-
ple single-particle picture of radiative annihilation of
interwell excitons localized at fluctuations of the ran-
dom potential, we encounter major difficulties. If the

Intensity, arb. units
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(x,y)
n

®

U(r)

Fig. 10. Diagram of experiments to detect photolumines-
cence of interwell excitonsfar from the region of excitation.
(a) Top view, metal stripe on mesa shown hatched, width of
metal stripe 100 um, (1) pump region, (2) region from
which photoluminescence detected. (b) Qualitative picture
of the deformation potential U(r) beneath metal frame. The
zdirection is perpendicular to the quantum well plane (x, y).
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Fig. 11. Photoluminescence spectra of interwell | and
intrawell D and T excitonsat various pump powers, detected
from region (2) on the mesa as shown in the experimental
setup in Fig. 10. The numberson theright of the spectragive
the excitation power density and those on the left give the
scale factors for the intensities of the corresponding spectra
T =2 K. The inset gives the intensity of the narrow inter-
well-exciton line as a function of the pump power density.
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Fig. 12. Photoluminescence spectra of interwell excitons at
various voltages: |, D, and T are the photoluminescence
lines of theinterwell excitons, direct intrawell excitons, and
exciton charged complexes, respectively. The spectral posi-
tion of the photoluminescencelinesasafunction of the el ec-
tricfield isillustrated in the inset top | eft.

appearance of a narrow line in the photoluminescence
spectra is attributed to interwell delocalized excitons,
which can appear above the percolation threshold as a
result of screening of the random potential, it isdifficult
to explain why this effect is so temperature-critical and
does not occur when T > T.. The threshold increase in
the degree of circular polarization and the alignment of
theinterwell excitonsastheir concentration increasesare
also completely unexplained. However, these results can
be explained at least qudlitatively as a consequence of
the collective behavior of delocaized interwell excitons
when acritical concentration and temperature are reached.
It can be postul ated these structureswith narrow AlAsbar-
riers exhibit large-scale fluctuations of the potentia
caused in particular by variations of the barrier width.
These potentia fluctuations are poorly screened, unlike
the random potentid, because of residua charge impuri-
ties which are also present in these structures. As a
result of large-scale fluctuations of the potential relief
in the quantum well plane photoexcited interwell exci-
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Fig. 13. Photoluminescence kinetics of the narrow inter-
well-exciton line at various temperatures (numbers on the
right of the spectra).

tons may accumulate in macroscopically extended
regions with lateral confinement asfar as several tenths
of micron. In fact, variations of the effective lateral
potential U(r) = U(w(r)) may be linked to variations of
the quantum well width w(r). Under quasiequilibrium
conditionsthe lateral distribution of the exciton density
will be determined by the equality p(n(r)) + U(r) = u,
where p isthe chemical potential of the interwell exci-
tons, which is related to their average density in the
guantum wells, and p(n) isthe chemical potential of the
homogeneous dielectric exciton phase in the lateral
confinement region. Quite clearly |u(r)| < |u| since
H(N) = -Eq | + [0U] (Ee iSthe exciton binding energy)
and the exciton density in the lateral confinement
region may be substantially higher than the average den-
sity in the quantum well plane generated by the optical
pumping. These are the regions where the main events
associated with photoexcited interwell excitons take
place. These events may evolve according to different
scenarios but each is based on the assumption of collec-
tive interaction in a system of interwell excitons delo-
calized within macroscopically large lateral regions. In
one scenario it could be postulated that on reaching
critical densities and temperature the interwell excitons
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condense to form a metallic e-h liquid with spatially
separate electron-hole layers. If the narrow line in the
spectrum is related to the metallic liquid phase, an
upper estimate of its density can be obtained from the
line width which, in this case, should be not less than
the sum of the Fermi energies of the electrons and
holes. Thus, the estimated density is 3 x 10%° cm and
the dimensionless parameter corresponding to this den-

sity isr = 1/,/rina3 = 4. Quite clearly the condensed
phase in this approach is too “friable” to consider the
Coulomb interaction in the interwell exciton com-
pletely screened. Hence at these concentrations exci-
tons should retain their individuality so that the con-
densed phase cannot be metallic. This conclusion is
also supported by studies of the photoluminescence
spectrain amagnetic field in Faraday geometry. It was
established (Section 5) that the narrow line, like afree
exciton, splitsinto a Zeeman doublet with the intensity
ratio of the o* and 6~ components corresponding to the
temperature and spin splitting, i.e., theindividual prop-
erties of the exciton are completely conserved in the
condensed phase.

We shall assume that strong narrowing of the inter-
well-exciton photoluminescence line and the sensitiv-
ity of this effect to density and temperature may be
associated with the condensation of interwell excitons
to form a collective dielectric exciton phase. It was
shown in [14] that for specific values of the interwell-
exciton dipole moment a fairly dense system of inter-
well excitons may condense to form adielectric liquid
despite the dipol e—dipol e repul sion between these exci-
tons. It was also shown in[11] that when critical condi-
tions are satisfied the collective phase of the interwell
excitons is most likely to occur in regions with lateral
confinement. According to our experiments using cw
excitation such condensation occursat T< 5.5 K and an
average exciton concentration of 3 x 10'° cm. More-
over, the narrowing of the photoluminescence line of the
interwell excitons astheir density increases at |ow temper-
ature is accompanied by a systematic shift of this line
toward lower energies (approximately by 1.5 meV). This
behavior may be demonstrated by afairly dense system
of Bose quasiparticles having integer spin where
|[UPKT — 0. However, the possibility of Bose-Eingtein
condensation of an exciton gas in systems of reduced
dimensions is avery delicate and difficult problem [18].
Nevertheless, these observations serve as an indepen-
dent argument in support of the assumption that in this
particular case, we are dealing with a fairly dense
dielectric collective phase in interwell excitons.

The condensed component of the excitons should be
in phase within the coherence length. Spatial coherence
should occur at least on scales of the de Broglie wave-
length of an interwell exciton, A, whichat T=2K is

Ao = N .J/TIMKT = 1.5 x 103 A and ismore than an order
of magnitude greater than the exciton Bohr radius
(ag ~ 100 A). The exciton density under these condi-
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tions corresponds to the dimensionless parameter r =

nAZ, = 4. Increased spatial coherencein the condensed

phaseisindicated by the observed threshold increasein
the alignment of interwell excitons under conditions of
resonant exciton by linearly polarized light. Thisalign-
ment effect is directly related to the transverse relax-
ation and thus to the time of loss of phase coherence.
A substantial increase in the alignment of interwell exci-
tons which takes place as a threshold process may imply
that the resultant collective exciton state has fairly long
phase shift times (according to our estimates this time
isaround 1 nsa T = 2 K). Then the radiative decay of
phase-correlated interwell excitons in the condensate
should have dgnificantly higher radiative probabilities
compared with the photoluminescence of the uncon-
densed excitons. This conclusion also agrees with the
experiment.

The assumption that interwell excitons condense to
form adielectric collective phase is neverthel ess based
on the unanswered important question concerning the
gpatial coherence scales of this collective state. This
guestion may be answered using measurements of the
photoluminescence intensity correlations under condi-
tions when the postul ated exciton condensation occurs.
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Abstract—The example of Kadomtsev—Petviashvili equationswith arandom time-dependent force (stochastic
Kadomtsev—Petviashvili equations) is used to show that the theory of Brownian particle motion can be applied
to thetheory of the stochastic behavior of solitons of model hydrodynamic equationswhich are completely inte-
grable in the absence of forces and interrelated by the generalized Galilean transformation. The Brownian
motion of two-dimensional agebraic solitons of the Kadomtsev—Petviashvili equationswith positive dispersion
leadsto their diffusion broadening similar to the broadening of one-dimensional solitons of other fully integra-
ble hydrodynamic equations. However, for longer timesthe rate of decay of a gebraic solitonsis higher because
of the degeneracy of the momentum integral for these solitons. The behavior of a periodic chain of algebraic
solitons is established under the action of arandom force. Tilted plane solitons of the Kadomtsev—Petviashvili
equations with negative dispersion vary under the action of a random force similar to the solitons of the
Korteweg—de Vries equation. Several of these solitons interact via“virtual solitons’ and generate new solitons
provided that resonance conditions are satisfied whose dimensions increase as a result of the influence of the
random force. © 2000 MAIK “ Nauka/I nterperiodica” .

1. INTRODUCTION

The incompleteness of our knowledge of physical
processes frequently compels us to make statistical
analyses. However, the difficulties involved in making
a detailed quantitative analysis are quite significant for
nonlinear systems having an infinite number of degrees
of freedom, typical of the approximation of a continu-
ous medium. Recent success in solving nonlinear par-
tial differential equations (integro-differential and dif-
ferential-difference) for various media and dynamical
processes has involved developing a representative
class of completely integrable nonlinear equations and
various methods of completely solving these (such as
the method of the inverse scattering problem) and for-
mulating the basic “soliton” concept. In some cases,
stochastic equations can also be solved exactly if they
are constructed using regular completely integrable
equations with the addition of terms having random
coefficient functions.

Analyses of stochastic evolution equations with a
random force which depends only on asingletime vari-
able have also proved successful. The addition of this
randomness to nonlinearity and dispersion is in fact
equivalent to allowing for a diffusion type of dissipa-
tiveness which has already been demonstrated for spa-
tially one-dimensional examples of the stochastic
Korteweg—de Vries (KdV) equation [1, 2], the stochas-
tic nonlinear Schrodinger equation [3], the stochastic
Benjamin—Ono equation [4, 5], and the stochastic sine-
Gordon equation [6]. In the present study, a similar
analysisis made of the stochastic spatially two-dimen-
sional Korteweg—de Vries equation, known as the
Kadomtsev—Petviashvili equation. This is just as uni-

versal as the one-dimensional KdV equation. In cases
of positive dispersion, the solutions of the Kadomtsev—
Petviashvili equation in the form of plane solitons
(KdV solitons) are unstable [7-11] and ultimately
decay into a set of stable two-dimensionally localized
solitons exhibiting power-law spatial decay [11]. The
Brownian motion of these “algebraic solitons’ and the
stochastic spreading of their periodic sets under the
influence of a random force will be discussed subse-
quently. In cases of negative dispersion, solutions of the
Kadomtsev—Petviashvili equation in the form of tilted
plane solitons whose interaction zone increases in size
under the action of arandom force become stable.

2. INHOMOGENEQOUS
KADOMTSEV-PETVIASHVILI EQUATIONS.
PERTURBATION SPREADING
UNDER THE ACTION OF RANDOM FORCES

When alowance is made for the action of an exter-
nal time-dependent force, the two-dimensional gener-
alizations of the Korteweg—de Vries equation are writ-
ten, asin the original study [7], in the form of the sys-
tem

d,u+2ud,u+au = ayd + f(t), 9,4 = a,u,
b =o(xy D).

Using a simple change of variables which in fact
involves going over to acoordinate system accelerating
in the direction of the x-axis,

a(iv y! t) = U(X, y! t) - UO(t)a

(2.1)
u=ulxvy,t,

X = X—Xqt),
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Xy, 1) = (X, . 1),
OUg(t) = f(t), 0Xe(t) = 2u(t),

the equations are reduced to homogeneous, i.e., ordi-
nary Kadomtsev—Petviashvili equations with positive
(KP1) or negative (KP2) dispersion for the correspond-
ing sign in the second equation. As we well know [12,
13], these equations are completely integrable and dif-
fer primarily in respect of the stability of their solu-
tions. The simplicity of this change of variables means
that by using two integrations we can make this trans-
formation explicitly for an arbitrary external force and,
in particular, for each separate redlization of the ran-
dom process f(t) in the case of a stochastic problem.

Thus, the problem of solving the stochastic
Kadomtsev—Petviashvili equationswith arandom force
which depends only on time can be divided into solving
(for example, an initial) the problem for the determin-
istic homogeneous Kadomtsev—Petviashvili equations
(the solution of the homogeneous equations will be
denoted by v)

OV +2vasv +d5v = 0,0, 0y = fa,v, (2.2)

a nonlinear change of variables of a purely agebraic
nature which can also be conveniently written for the
following analysis in terms of the shift operator:

u(x, y, ) = Ug(t) + v(xX=xo(t), ¥, 1)
= Ug(t) + exp(—Xo(D)9) v(x ¥, 1),

and a stochastic problem (Langevin problem) for ordi-
nary differential equations with arandom force:

0iUo(t) = F(1), 0xo(t) = 2uc(t),
oFO0= 0, CF@)f(E)O= F25(t—t).

For simplicity here and subsequently, we shall confine
our analysis to Gaussian white noise with a zero aver-
age force. On account of the linearity of the relation-
ships of the random displacements xy(t) and velocity
Ug(t) with the Gaussian random force function

(2.3)

(2.4)

W) = [d 1), X0 = 2[drFE)(t-t), (25)
0 0

these are also Gaussian random functions with zero
averages and the following simultaneous second
moments:

M)O= 0, [hO= 0, OH)O= fit,
(2.6)
WOx00= 136, DEOO= 31

Higher moments can easily be expressed in terms of
these. For example, we have

0= (2m— 1)1 BGH)'S, o
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By summing the results for these power expres-
sions, we obtain a formula for averaging the exponen-
tial function:

_ - a" n
[exp{ ax} 0= ZHD(OD
n=0

(2m 1) .
z @06 =y o

2.7)
Cexp{ axy(t)} 0= expgl—;a2 D(é(t)[@

which can be used to find the characteristic function
(the generating function of the single-point moments)
of the random displacement process xy(t) simply by
substituting a = ik, and using (2.6):

ko) = Cexp{ ikoXo(t)} O

U 2.2 230 (2.8)

= exp&— D(o(t)EH exp[kgf kot" O D

The most comprehensive information on a random
process is provided by its characteristic functional
[14, 15]. For a delta-correlated Gaussian random force
with zero mean vdue, this functional can easily be
obtained explicitly [the calculations are exactly the same
as those used to derive (2.7) and (2.8)]:

o [k(®)] s< exp[d [dtk() f(t)%
0
0 (2.9)
0 f2 O
= expLro [k
o <4 O
Asaresult of the simplelinear relationship between the

force and the displacements (2.5), this can be used to
express the characteristic displacement functional:

O [k(D)] E< exp[] [Atk(OXo(0) %
|:| 0

= cb(”{z Idrk(r)(r —t)} (2.10)

ty

= expp2 13 [t [tk K(t)(3Lt2—t)
0 5 o O

Then by substituting k(t) = k,0(T —t), we obtain aformula
for the characteristic displacement functional (2.8).

In addition to the random displacements xq(t), the
random velocities uy(t) are a'so involved in the transfor-
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mation of the inhomogeneous equation into a homoge-
neous one using the substitution (2.3) and thusitisfre-
guently more convenient to use joint distributions. Fol-
lowing the reasoning put forward above, for the joint
characteristic function at a given time we find

d(Ko» Po) = CEXp{ikoXo(t) +ipoUg(t)} 0
O 1 0
= exp- T EEKEE + koot + SpEt
O O
For the joint characteristic functional, we have

k(D). p()] ={ exp %J'dt[k(t) Xo(t) + P uo(t)] %

o ty
= exp%—fé J'dtl Idtz
o 0 0

2 U

[ KEKLF(EUE - 1) + PO
0 -

x expm—fSJ'dtlJ’dt2

O 0 0

X [k(t2) P(ta) 2tat; + (k(t) P(ty) — k(t) P(t)) ] El

The two-time correlation functions of the displace-
ments and velocities

[Ug(ty) Uo(t) 0= faltyH(t, —t) + tH(t — )],
BKo(ty) ue(ty) O

= foltiH(t —ty) + (2t — ) H(t, — )],

211
Sot)x(I0= 2R -Gt

+ (3t~ ) H(ty — t))]

correspond to the second variational derivatives of this
functional.

We can then derive an equation for the probability
density of thejoint distribution of the random quantities
Xo(t) and uy(t), having taken the time derivative of the
random function

TT= O(Xo — Xo(1)) O(Up — Ug(1)) ,

using (2.4), and then averaging over random forces.
This yields a coupling relationship between the two
types of averaged functions p(X,, U, t) = @ and H(t) i

9P 4 5y, 2R+ 9

at " 2oy o,

o CF)m = 0.
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Then one of these can be expressed in terms of the other
using aformula valid for Gaussian random fields with
zero averages and proven by analogy with (2.7):

WA(t)0

T () expw()0= T OW(O P =5

(2.12)
= CF (t)w(t) CLexpw(t)Ol

Taking this into account and the relationships
F()x()0= 0, F(Hu()O= fo/2,
derived from (2.4), wefinaly have

OF (£) (X, Ug, t)
U]
. < f(t) exp gxo(t)a%o— udt)%)%é(xo)é(uo)

fo o

= 20y, (X0, U, )

Wethus obtain a closed Fokker—Planck equation for the
probability density distribution of the random displace-
ments and velocities:

op, ., 00 _fod’p _
at "5 250
P(Xo, Uo, t)|t:0 = O(Xp)O(Up),

with asimple solution of theinitial problem intheform
of the two-dimensional Gaussian distribution

P(Xo, U, t)
0 3% — 6X,Ugt + 4uit’ E
2f5t° 0

/3 (2.13)

= PO
onfidt’ O

whose Fourier transformation with respect to the first
two arguments is the characteristic function given ear-
lier. By integrating over u, or X,, we can then obtain the
one-dimensional Gaussian distributions of the dis-
placements or velocities:

3 O 3x(2) O
P(Xo t) = expE—=0
"7 snfi D8fin

(2.14)

1 O w2 O
P(Up, ) = —exp—=-0
2rifot O 2f,t0

Averaging the relationship between the solutions of
the homogeneous and inhomogeneous equations (2.3)
using the formula for averaging the exponential func-
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tion (2.7) yields an important relation for the average
flow rate of the medium:

[u(x, y, 0= exp(to)v(x, y, 1),

I= D(g(t)Dz 2f2t3
T2 30

(2.15)

in which the time variations associated with the regular
and stochastic evolutions are separated. Differentiating
this with respect to time, we obtain

0, [u(x, y, )0
= D(t)d2LU(x, y, )T+ exp(102),v(X, v, 1), (2.16)
D(t) =0,04(t) 2 = 25t

which clearly demonstrates the diffusion role of the
random forces. They giveriseto diffusion spreading (as
aresult of the Brownian motion of the “center of grav-
ity”) of initialy regular distributions whose rate
increases with time as a result of the variability of the
diffusion coefficient. In the particular cases of steady-
state regular solutions of the homogeneous Kadom-
tsev—Petviashvili equations in the form of isolated or
periodic waves V(X t'), apart from transport, only dif-
fusion spreading remains:

(9, + ¢ ) tu(x, y, )O = DAZLu(X, y, t)0J
DJ(le y" t)Elt=0 = V(Xli Y),

[L(x, y, 0= exp(1a5)V(X, )

1 ~ 5 (21
= Z_TJde(k’ y)exp(—k1)exp(ikx')
= IdsV(s, Y)g(X =5, 1),
2
X=X-Cdt, y=y-ct, gXT1) = %Ejirr{ﬁﬂ

Here, in addition to the exponential operator expres-
sion, other convenient representations are also given for
the averaged solution in the form of a Fourier expan-
sion and an integral convolution of the steady-state
solution with the Green's function of the thermal con-

ductivity operator 8, — 9% . The self-similar time varia-
tion of the characteristic spatial scale in the Green's
function leads to diffusion dispersal of the characteris-
tic points of the average distribution (extremum, inflec-
tion, and zero points) according to the law Ot32,

We can then continue to make asimilar derivation of
relations for the moment and correl ation characteristics
of this stochastic flow field. On the basis of the expan-
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sion (2.3) and using relation (2.7), we obtain for thedis-
persion (second-order moment) of the velocity field u

u(x, y, t) — [u(x, y, ) D0 = Clig(t)0
— 2 Oo(t) ug(t) 0D, LD

+ TV (X—Xo0), Y, 1) — TV (X = Xo(1), y, ) ) *0(2.18)
= f2t—2ft°0, W+ OV (X — Xo(t), y, )0
— V(X = X(1), y, ).

Consequently, the dispersion of the flow field is made
up of the dispersion of the background flow accel erated
by a random force proportional to the correlation
between the background velocity pulsations and the
random displacements, and the dispersion of the veloc-
ity field v caused by the displacement dispersion. This
last relationship is clearly illustrated by the formulafor
the simultaneous two-point correlation [this formulais
obtained using (2.7):

D/(Xl - XO(t)! Y t) V(XZ - XO(t)v Ys t) U
= exp[1(9,, +0,)°1V(Xy, ¥, DV (X, Y, 1)

o« (20)"0" Xy, Y, I CU(X,, Y, )OI
nZO n! 0X; axy

which is even simpler in the single-point limit:

V(X —Xg(t), y, )0 = exp[1d2] V(X y,1). (2.19)

Here, by complete analogy with the relation for the
average velocity (2.15), the stochastic and regular vari-
ations are factorized and thus differential corollaries of
the type (2.16) and (2.17) are dso valid. In the particu-
lar case of aregular solution of the Kadomtsev—Petvi-
ashvili equations in the form of a steady-state moving
distribution v(x, y, t) = V(X, y), we arrive at the ssmple
problem of diffusion spreading of this quadratic char-
acteristic of thefield v:

(9, —0%) DV*(X —xo(t), y)O = 0,
OV2(X = %o(0), V), - = VAX, ).

The behavior of the higher moment and correlation
characteristics can be estimated without any particular
difficulty. For example, again using (2.7) we transform
the multipoint correlation

OV (% = XglD), %2 ) V (% = X(0), ¥, OO
= [BXp[Xo(0)(Ds, * - + BTV (X, Y, ). V(X 1)

(2.20)

= DEXp[T(dy, + .. +0,) 1TV (X, ¥, 1) V(X Vi D).

Then, by going to the limit of the single-point moment
which in fact corresponds to using the Leibnitz differ-
entiation rule, we arrive at a simple generalization of
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the previous result on the diffusion behavior of the
moments:

V(X = Xo(t), y, )0 = exp[1d2]v"(x, v, 1). (2.21)

In particular, for the higher moments, the relationship
with the diffusion problem (2.20) becomes obvious.

3. ALGEBRAIC SOLITON UNDER THE ACTION
OF A RANDOM FORCE

A stable algebraic soliton comprising a nonsingular
two-parameter solution of the homogeneous KP1 equa-
tion [12, 16-18] may be represented as follows:

V(X,y) = s(X,Y)=—2—
(Y+iX)

sk, Y) = 121K exp(-{K]Y),

X=x+py, Y= [gfy?+3,
q

2. 2
ck=p+tq, c

+c.C,

(3.1)

y = —2p.

Also given here is an expression for the Fourier trans-
formation with respect to the first argument. Important
characteristics of this soliton which distinguish it from
a plane soliton (KdV soliton) are the power-law decay
with respect to both spatial variables at infinity and, in
addition to a positive maximum, the existence of two
symmetrically positioned negative minima with inte-
gral compensation for the contributions of both signs
(in particular, asymptotically negative valuesin thelon-
gitudinal direction correspond to positive ones in the
transverse direction). In addition, if the algebraic soli-
ton isinvariant with respect to reflection X —»= —X, the
maximum values are obtained at X = 0 and decay qua
dratically in the transverse direction, remaining posi-
tive, and specifically

12
—2 .

[axVx,y) =0, s(X=0,Y) = v (3.2)

Under the action of a random force, the agebraic
soliton begins to spread and after substituting the Fou-
rier transformation from (3.1) the average distribution
(2.17) isexpressed in terms of the error function of the
complex variable

Qu(x, y, )d = %(1 - Jﬁzezzerfcz) +c.C.,

v 4iX 5 ® , (3.3)
——i—'——, erfcz= = (dse°.

2./t S

The same result may be obtained by using the probabil-
ity density function of the displacements (2.14) for the
statistical weighting of the expression for the algebraic
soliton (3.1) alowing for random longitudinal dis-

z
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placements of the type (2.3) caused by the action of a
random force:

wo= Idxos(X— Xo, Y) P(Xgr 1) = J’dké(k, Y)oP(K).

Here, the transition to Fourier components using the char-
acteristic function (2.8) directly yields the result (3.3).

Long timesfor fixed spatial coordinates X' and y’ corre-
spond to small zand using an expansion of the error func-
tion as a series [19], we find the law for degeneracy of
the average velocity field of an algebraic soliton:

6 Y |1t 0 S %2 4 \2
WD:E%I.—EJ;+...D 1> X2+Y2 (34

For short times (and fixed spatial coordinates) in accor-
dance with the asymptotic behavior of the error func-
tion [19], we find the form of the small corrections to
theinitial distribution for an algebraic soliton:

0 6 6
[= T2 4
Qy+ix)?2 (Y+ix)

1< X2 +Y2
The longitudinal symmetry of an algebraic soliton
(invariance with respect to the substitution X — —X)
and the zero longitudinal integral contribution are con-
served with time under the action of arandom force (for
a KdV soliton the conserved integral contribution is
nonzero) but the maximum val ues of the average veloc-
ity for afixed transverse coordinate and the soliton peak
in particular are obtained for X = 0 since the result for
these reduces to the error function of the real variable:
6 £ Y
W, ., = =(1-JmEe erfc), E=—. (36
Ox=0 = 2 ) =5 w39
Thisfunction is monotonically decreasing (0[Ul/0¢ < 0)
since the soliton peak occursat y' = 0O:

& = q./3/(41).

For long times, it decreasesrapidly ast=3 (comparewith
the slower decrease [1t~32 for a soliton of the stochastic
KdV equation [2]).

If the average velocity distribution is analyzed for
fixed y' (thus, for Y = const), for long times Re z
becomes small. Generally, neglecting this small real
part, we can rewrite the basic formula for the average
(3.3) in terms of the Dawson integral:

g
+ "'D+ c.c,

(3.5)

6 _ 6dF 2
(U= ;(l—ZnF(n)) = Ian’ Y°<T,
X R , (3.7)
z=in=i-+=, FMn)=e" (dse’.
n ~ (n) JO’

Here, the zero of the average velocity corresponds to
the only maximum point of the Dawson integra n =n,,=
0.924 for n > 0 [19]. For lower values, the average
velocity is positive and for higher values it becomes
negative. For long times, the two symmetrically posi-
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tioned zeroes of the average velocity distribution n =
N, Will move away from the centrally positioned soli-
ton peak in accordance with

= 2n,4/T = 1.85t*% .
X = 2n..JT ~ 1.85t¥2 3.8

The minimum points of the average velocity distribu-
tion corresponding to the point of inflection of the
Dawsonintegral n =n,, = 1.5 behave similarly. For long
times, these minimum points move away from the ori-
gin (from the maximum point) and its value decreases:

X = 20,1 =3t%, W=-2/1. (3.9)

Thus, under the action of a random force, an alge-
braic soliton undergoes diffusion spreading with
asymptotic dispersal of the characteristic points pro-
portionately ast¥? and a decrease in the extreme values
proportionately ast=3. The main difference from aKdVv
soliton is the rate of decrease in the peak values. Since
the final value of the integral momentum is conserved
(“the soliton area’), the soliton amplitude varies in
inverse proportion to its width (0t%2), i.e., ast=32. For
an algebraic KdV soliton, no such relationship exists
because the conserved momentum integral goesto zero
in accordance with (3.2) and the alternating-sign nature
of the soliton isreflected in its faster degeneracy.

Among the moment characteristics of the flow field
created by a random force about a moving soliton, we
confine our analysis to the dispersion. For an algebraic
soliton, the mean square of the velocity

V0= (X -xX(t), Y)O

and the average velocity with its longitudinal gradient,
which appear in the general expression (2.18), can be
expressed by analogy with (3.3) in terms of the error
function:

0 LS(X = Xq(t), Y)O
= - g«/;:-:[”gl +22)& efrcz— 220+ ¢,

T
EdsQDZiZJr3,(z2:2)
Y1 T
3
+ 3./ =< erfcz+ c.c.
e

For long times (t — o: T — o) and fixed coordi-
nates X and Y, we will have z — 0, and asymptotic
estimates yield the conclusion that the main contribu-
tions to the dispersion of the velocity field u are made
by the dispersion of the background flow and the veloc-
ity dispersion v = s(X—X(t), Y) associated with the ran-
dom displacements of the soliton center of gravity:

qu- [WD’C= Wit)d
(3.10)

+ (X = xg(t), Y) = f0t+91/\7T 92
0
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The term from (2.18) proportional to the correlation of
the background pulsations with the displacements is
asymptotically smaller than the terms retained in
(3.10). The increase in the background flow with time
saturatesif the dissipative properties of the medium are
also taken into account, as iswell known from the the-
ory of Brownian motion [20].

Like the average velocity and the dispersion, the
simultaneous two-point correlation functions can be
expressed in terms of the error functions of the complex
variable. For the longitudinal correlation function of
the soliton component of the random velocity field, we
have

E8(X 1 = Xo(1), Y)S(X; = Xo(1), Y)O
= exp[T(dx, + 0x)°1S(Xy, Y)S(Xz, Y)

=18 |1
= 18 ﬁ Oy, Ox,

o 1 02 —0(z) ¢(Zz) $(z)
YK —X,) | X=X, O %%

2z, T=Y+iX,.

For long times (and fixed other variables), this correla
tion decays with time as t=3, i.e,, by analogy with the
average velacity. The spatial decreasein thislongitudi-
nal correlation is characterized by the asymptotic
expansion

EXES Xlz?’—f)‘(A/ﬁzzexp(zz)erfcz2 1) + O(X;) +c.c.,

d(2) = exp(2)erfcz,

Xlﬁoo.

4. PERIODIC SOLUTIONS CONSTRUCTED
FROM ALGEBRAIC SOLITONS

For a periodic chain of Kadomtsev—Petviashvili
solitons pulled in the longitudinal direction, the sum
result may lead to a periodic solution of the Kadomtsev—
Petviashvili equation expressed in the following gen-
eral form (s denotes an isolated soliton and S denotes
the sum periodic solution):

X% YY) = ZS(X°+n)\,Y°)

= XA YY) = Azqkn,v% o
(4.1)
Sk, Y% = Koy YOSk ko),
_2T_ _
kn=7n = kyn.
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The spectrum of the periodic solution is discrete and
the coefficients of the expansion of this solution as a
Fourier series are proportional to the Fourier transform
of the single-soliton solution.

In order to ensure that this superposition of solitons
gives a solution of the KP1 equation for an algebraic
soliton similar to (3.1),

0 6
XYy =2
O (Y0 +iX%?
Sk, YO = 12k exp(—Ik/Y®),

the velocity of their combined motion should differ
from that of a free soliton (C # c) and their transverse
structure should be varied (Y° # Y and the power-law
asymptotic decay in the transverse direction is replaced
by exponentia):

X°=x—C,t+py #X,
C.—c, = ki, C,=c,
k,Y° = Arch{ a coth(k,qy")},

= J1+3K/ .

Theresult of summing the periodic series of these solitons
is expressed in terms of the dementary functions [21]:

6k, sin(k,X°)
OX a coth(k,qy') — cos(klx )
cos(klx )coth((le )-1)
(coth(k,Y°) — cos(k; X%)*

Under the action of a random force, the operator
representation and the Fourier expansion for the aver-
age velocity (2.17) for this particular case of a steady-
state moving chain of agebraic solitons having the
Fourier spectrum (4.1) and (4.2) are given by

W= exp(102) X’ Y

+C.C.,
(4.2

(4.3)

X% YY) =
(4.4)
= 6k

=

= 5 8kn Y exp(ik,X’) exp(-Tk;)

n

(4.5

= 12K} z nexp(—k,Y°n) exp(=tkin®) cos(k, X°n).
n=1

The structure and behavior of this last seriesis similar
to the structure and behavior of the Fourier series for
theta Jacobi functions with an appreciable speed of
convergence. For long times, the high-frequency Fou-
rier components degenerate very rapidly and the first
term of the series gives a fairly exact asymptotic esti-
mate;

W= 12k exp(—k, Y®) exp(—tk®) cos(k, X°).  (4.6)
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In this approximation, the oscillations of the average
field, periodic in the longitudinal direction, are har-
monic, the amplitude decreases exponentialy with

time [more accurately, as exp(—2f§kft3)], and they
decay exponentialy in the transverse direction

5. PLANE SOLITONS UNDER THE ACTION
OF A RANDOM FORCE

Solutionsin theform of plane solitons are stablerel-
ative to small perturbations for KP2 equations, i.e., for
negative dispersion. Thus, only some modification of
these (without rapid damage) can be predicted under
the action of external noise.

Linearly extended soliton solutions of the regular
KP2 eguations (in this case, there are no algebraic soli-
tons with a decaying dependence on coordinate in all
directions) can extend in different directions:

v = d’In(1+€") = ksech2”

(5.1)

r]EkD'—(x)t"'r]O, k = (kkay)v

Pk, w) = k; + k; — wk, = 0.

A similar three-parameter (k,, k, n° solution only
differs from the ordinary KdV soliton by the tilt (the
additional parameter k). Thus, averaging in accordance
with (2.14) using the Gaussian probability density
function of the displacements over the x axis caused by
a Gaussian random force does not give any signifi-
cantly new result compared with that for the stochastic
KdV eguation. For the average velocity for a random
force of the Gaussian white noise type, we obtain

3
ulx, y, )il= ——
Xy, W
. , (5.2)
xkij’dxosech?n_ Xoey EZ?E

This integral is slightly more complicated than that
obtained earlier for an algebraic soliton but has a sim-
ple asymptotic estimate for long times:

U, y, )7~ ——k exp - ”2 -
X, ~ —K,eX e
v 4. pD AT

1>1 (53

This reflects the fact that under the action of a random
force, a plane soliton undergoes diffusion spreading
according to the law [0t¥2 and its height decreases ast=32.
This correspondence of the asymptotic forms is
obtained because the integral of the average velocity
with respect to the longitudinal coordinate x conserves
its nonzero value.

In the presence of severa plane solitons, interaction
will take place in their zones of intersection, the
strength of this interaction depending on the angle of
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intersection. It should be noted that the angles cannot
be large because of the condition for derivation of the
Kadomtsev—Petviashvili equations which assumes sow
transverse variations (quasi-two-dimensionality) [7].

The two-soliton solution of the regular KP2 equa-
tions may be written in the form

.
v = 602In(l+e" +e%+ae" ™)

P(k; — Ky, 0 — W)
P(ky + Ky, 0y + )’

ni=k r—-wt, a= (5.4)

P(k;, ) = Ky + K5 — wyky.

The character of this exact solution changes substan-
tially asthe parameters vary and in particular the phase
shift parameter Ina. The general picture becomes par-
ticularly clear for the asymptotically simplified repre-
sentation of the solution [22—24]. If the angles between
the solitons (directions of their wave vectors) are rela
tively large, to a first approximation the solution
reduces to a simple sum of two plane solitons with a
small modification in their zone of immediate intersec-
tion. As the angle decreases (and thus the phase shift
increases), the interaction zone increases and the pic-
ture can be represented asymptotically as the scattering
of free solitons with the phase shifts of these scattered
free solitons parallel to that of the initial ones and a
“virtual soliton” which links these in the interaction
zone. In this case, the intermediate virtual soliton is not
atrue (free) soliton despite some similarity of its profile
because the dispersion equation P(k, w) = 0 is not sat-
isfied for it.

In the limit of an infinite phase shift (a — o)
which corresponds to a small critical angle, the scat-
tered solitons are shifted to infinity and the infinite vir-
tual soliton becomesfreein the sensethat the following
resonance conditions [see (5.4)] are satisfied in this
limit:

k = k;+ky, Pkk,w) = 0. (5.5

Ultimately a soliton triad forms in which two initial
plane solitons form athird plane soliton also pulled in
the transverse direction. Formally, the Kadomtsev—
Petviashvili equations can also have a similar resonant
three-soliton solution with a longitudinally elongated
third soliton (for a — 0 and opposite signs under res-
onance conditions). However, this contradicts the con-
dition of quasi-two-dimensionality and thus this solu-
tion should not be taken into account. Finally for angles
smaller than the critical angle, the solution is singular
and itsinterpretation is not completely clear [22-25].

The result of averaging the field of the liquid flow
velocities when a Gaussian white noise force acts on
the two-soliton solution (5.4) may be written in the
form of an integral similar to the single-soliton variant
(5.2). The answer becomes complex. However, since
the distributions undergo diffusion broadening (asymp-
totically [Jt¥2) with this statistical Gaussian weighting,

W= W+ W,
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its influence on the asymptotic picture discussed above
can easily be estimated. Since the angle between the
intersecting plane solitons of the Kadomtsev—Petviash-
vili equationsis small, their diffusion broadening leads
to mutual overlap and merging near the intersection
point, which increases in time and causes arapid trans-
verse shift of the overlap zonein thedirection of theini-
tial solitonswith increasing velocity (OtY?). Ultimately
the size of the virtual soliton will increase. The ampli-
tudes of the wave perturbations will decrease accord-
ingly (Ot=32). Similarly in the limiting resonant situa-
tion the increasing overlap of the two primary solitons
will resemble an increase in the dimensions of the res-
onant soliton.

6. CONCLUSIONS

Inhomogeneous hydrodynamic equations in which
external forces are taken into account possess general-
ized Galilean invariance. Specifically, on changing to a
coordinate system moving at arbitrary acceleration,
only the specific form of the external force changesin
the equations. This means that for external forces
which depend only on time the solutions of the prob-
lems for inhomogeneous and homogeneous equations
can be related and in particular, the solutions of sto-
chastic problems with a random force can be simpli-
fied. The two types of time variations (regular and sto-
chastic) can then easily be separated, and in the case of
completely integrable model homogeneous equations
the solution of the stochastic nonlinear problem
reduces to the solution of a set of linear problems. The
statistical problem then involves the Brownian motion
of randomly accel erated coordinate systemswith linear
stochastic ordinary differential equations. This was
demonstrated above for the case of stochastic Kadom-
tsev—Petviashvili equations. Previously, these equa-
tions with positive dispersion had only been considered
in asingle publication [26] in which there were several
errors which yielded incorrect asymptotic forms and
numerical results and an incorrect conclusion on the
strong oscillation of the average field.

In the hydrodynamic interpretation of the Kadom-
tsev—Petviashvili equations with positive dispersion,
the action of a random force on algebraic solitons and
periodic sets of these leadsto the formation of arandom
background flow and diffusion spreading of soliton for-
mations accompanied by Brownian motion of their
centers of gravity. The broadening of the average field
for Kadomtsev—Petviashvili solitons for long times
takes place at the same rate (Jt%?) as for KdV solitons
whereas the degeneracy (asymptotic decrease in ampli-
tude) of the Kadomtsev—Petviashvili solitons is faster
(Ot~ as opposed to [t=3?). This is because the con-
served momentum integral for algebraic Kadomtsev—
Petviashvili solitons goes to zero. The degeneracy of
the average field for periodic chains of algebraic soli-
tons is exponentially fast. The background pulsation
flows and interference of the background with the
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Brownian motion of the solitons will be reflected in
changes in their moment (and correlation) characteris-
tics.

The action of arandom force on single tilted plane
solitons of the Kadomtsev—Petviashvili equations with
negative dispersion is exactly the same as the action of
arandom force on the solitons of the KdV equation. For
the case of severa solitons asymptotic broadening of
the free soliton tails and areduction in their amplitudes
is accompanied by an increase in the interaction zone
with increasing dimensions of virtual and resonant soli-
tons.

Severd problems with parametric stochasticity can be
analyzed by anal ogy with the random force problems. For
example, asolution of the stochastic Kadomtsev—Petvi-
ashvili eguations with the random coefficient a(t)

du+a(t)d,u+2udu+au = 3,0,
0, = +d,u
using the simple change of variables [see (2.3) and
(2.4)]
uix, y,t) = vi(x, y,t), X = x—=xt),
0pXo(t) = a(t)
reduces to a solution of the regular Kadomtsev—Petvi-
ashvili equations with no variable coefficient and a sto-
chastic Langevin problem with an ordinary stochastic
differential equation for random displacements of the

center of gravity of the distributions of initially regular
flows.
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Abstract—An electrodiffusion model is used to analyze the behavior of an isolated spherical cell. It is shown
that under the influence of fluctuations of the membrane protein density instability may develop, leading to the
evolution of ion currents in the cell. Instability thresholds and characteristic harmonic frequencies are deter-
mined. Genera expressions are obtained for the instability thresholds for a system of two spherical cellsand an
analysisis made of the case of fairly distant cells which allows fundamental qualitative conclusionsto be drawn
on the nature of the ensuing instabilities. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The physical principles determining the behavior of
biological objects such as membranes, cells, and nerve
fibers have been studied intensively over many years. It
has been established that cell growth and divison pro-
cesses, information transfer along nerve fibers, exchange
phenomena in living organisms, and many other proper-
ties of biological systems can be explained in terms of
physical modelswhich more or lessaccurately describe
thisrange of phenomena. These processes are determined
by the elagtic properties of the membranes forming the
biological objects and by their dectrical properties. Tak-
ing into account all important factors smultaneoudy is
naturally extremely difficult, so that frequently fairly
approximate model swhich only takeinto account some of
these factors are considered. However, bearing in mind
the wide diversity of biological objects and aso the
broad spread of characteristic parameters, it is to be
hoped that even very rough models can give a correct
qualitative description of observed phenomena.

lon currents play an important role in the behavior
of biological objects and in many respects determine
processes such as cell growth and division. The exist-
ence of these currents has been observed experimen-
tally [1-4]. Various models have been proposed to explain
the appearance of ion current in cells, alowing in various
waysfor the cell geometry, the elastic and electrical prop-
erties of the membranes forming the cdll surface, chemi-
cal reactions, and other factors which influence the pro-
cesses being studied [5-8]. A common feature of all
models isthat the ion currents are the result of dynam-
ical instability established when various external con-
trol parameters are varied.

Experiments[9] have shown that in some cases appre-
ciable ion currents occur at the early stages of instability
evolution (beforetheinitia cell shapeisdeformed) which
alows usto consider modelsin which the cell can be rep-
resented as afixed geometric surface. One of the classi-

cal objects studied is the cell of the Fucus brown algae
whose initial shapeis very close to spherical [10]. The
physical model to describethiscell isasphere of radius
R ~ 10 cm whose surface is formed by a two-layer
lipid membrane of thicknessd ~ 10~ cm. Electrolyteis
present inside and outside the cell. The membraneitself
isimpermeable to electrolyte ions but proteins are built
into the membrane plane and under the action of exter-
nal factors (such as the membrane potential, ion con-
centration, chemical processes, and so on) these can
actively (pumps) or passively (channels) transport elec-
trolyte ions through the membrane. The proteins can
migrate in the membrane plane both as a result of dif-
fusion and under the action of electric forces since they
have charged ends on the outside and inside of the
membrane. In the initial steady state, the proteins are
distributed uniformly over the cell surface and do not
transport ion currents. However, when fluctuations of
the protein density occur, a situation may arise where
proteinslocated in the fluctuation region begin to trans-
port ion currents which will then promote further fluc-
tuation of the protein density and therefore increase the
currents. As a result of this process, the system
becomes unstable.

2. ISOLATED SPHERICAL CELL

The following equations are used to describe the
electrodiffusion phenomenain the system.

(1) Nernst—Planck equation for an ion flux of spe-
ciesj and concentration C;:

L

3 = DG + ;i

® Y, )

where D; is the diffusion coefficient, ez is the ion
charge, and @ is the electric potential.
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(2) Equation of continuity:
oC

~divd; = & = Dj[ACj+%div(CjD¢)] %)

(3) Poisson’s egquation:
= _B
AD = <’ (©)]

where p = J. N,ezC is the space charge, N, is

Avogadro’s number, and e is the dielectric constant of
the electrolyte.

(4) Equation of motion for the proteins:
oN

ot

where N isthe surface density of the proteins assuming
acontinuous distribution, eZ; . are their charges inside
and outside the membrane, ®; ., are the corresponding
potentials near the membrane, D, is the protein diffu-
sion coefficient, and subscript Sindicates the execution
of amathematical operation in the membrane plane.

These equations, together with the boundary condi-
tions for the potentials and the ion concentrations and
also the conditions for transport of currents through the
membrane, in principle, completely describe the
model. For simplicity, we shall subsequently consider
the case of atwo-component system of electrolyteions.
We shall aso assume that the diffusion coefficients for
both species of ions are the same and do not differ on
different sides of the membrane. (This approximation
naturally only corresponds to a qualitative description
of the phenomenataking placein the cell.)

The initial steady state is obtained subject to the
conditions N = const, J = 0. The condition for the
absence of ion currents gives

Dy 85N + [2AVINTZ, + 28], (4

ie ie ez;
CJ— = Cjoexp[_k_-ll(q)i,e_q)i?e)}’ ©)

where Cij‘oe and CDS - arethe concentration and potential

at large distances from the membrane (at infinity outside
the cell and at the center of the cell). When ez(®; . -

d)?e)/kT < 1 (which is confirmed experimentally), the
concentration C; may be represented in the form

i,e _ i,e €z; 0
Ci* = Cig| 1- (.-l |
and the charge density
pi,e = pi(?e_EXiz,e(cDi,e_cDio,e)’ (6)
where x = Ay isthe Debye length,

N,€°
ekT Z ijcjo'
j

X =
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The natural boundary conditions at infinity are CDg =0

and the electroneutrality condition pg =0.Asfar asthe

conditions inside the cell are concerned, unlike [5]
where the case of complete electroneutrality p = 0 was
considered, a more general approach is presented in
[11] where only finite values of ® and p inside the cell
are taken as boundary conditions. We shall subse-
guently adopt this model. Substituting into (3) expres-
sions (6) for p taking into account these boundary con-
ditions gives

A, = X, (7)
p’
AP, = —= +X(® ~ ). )
The solutions of (6), (7), and (8) have the form
_ . &Xp(=Xer)
PeT AT
0 .
o = @?-—ei—zgﬁ'——-—nh(Xir)-lg
€X; Xif
exp(Xer) sinh(xir)
= — 2 M 7 = 00— 2
Pe AEXeE XJg Pi = Pi xr

and the unknown constants may be obtained from the
matching conditions at the membrane boundaries
which are determined by the surface charge distribution
of the membrane. However, in any caseit follows from
these solutions that under the condition xR > 1 which
corresponds to most experimental situations, the main
changes in the potential and charge density take place
inanarrow (of the order of afew Debye lengths) region
near the membrane boundaries. We shall subsequently
assume X; = X. which negligibly influences the final
results.

In order to study the possible occurrence of instabil-
ity with respect to fluctuations of any physical variables
of the system in the linear approximation, we express
these in the following form:

— t - t _ t
C = Civ, ©=0frg N=N+n,
p = p™+3p, 6p=zNaezjcj.
i

The subscript st denotes the initial steady state.

Subgtitution of these expressions into equations (1)—
(4) and linearization of resulting equations lead to the
following system of equations:

00

a_tp = D(83p -X’3p), ©
on eN”
=2 = DpAS[np T (Ze+ Zecpe)} (10)
Vol. 90 No.6 2000
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A = < (11)

(We use the Poisson’'s equation since we are subse-
quently only interested in theinitial stage of instability
development, i.e., the quasi-steady-state case.) In addi-
tion, here and subsequently we shall confine our analy-
sis to fluctuations having the characteristic wave vectors
k < X. The boundary conditions for dp and ¢ far from
the membrane are the same as before and the boundary
conditions for the potential at the membrane, as shown
in[11], have the form

G- = _aDn i |:Jn(pl = an)ef

where [J,, is the derivative with respect to the normal to
the surface, o = dele,,, and €, is the dielectric constant
of the membrane. All the quantitiesin (12) are taken at
r = R, i.e, the membrane is assumed to be infinitely
thin. The conditions for continuity of the ion currents
through the membrane should also be satisfied at the
membrane boundaries:

jn,i = jn,e = |1 (13)

(12)

where

j ==Y zD;Hc + ¢ %Dq%: —DO(3p + eX°)
Z 1) J JokT
]

is the ion current in the electrolyte, and | = 1on,/N% is
the ion current via channels and pumps (to be specific
we shall only consider the dependence of this current
on the protein density in the membrane).

An analysis of equations (9)—(11) shows that the
main results obtained in [11] can be derived by a sim-
pler method. Since we are only interested in the region
near the instability threshold, i.e., w ~ 0, and the char-
acteristic value Dx? ~ 10%-10" s, it follows from
equation (9) that

Adp = X°5p.
Substituting this expression into (11) gives
)
0=¢ -5,
€x
where ¢ is the solution of the equation AgP = 0.

From the conditions at the boundary (12) and (13),
it follows that

(14

|:lnépi = |:|n5pev (15)
and thus 6p, = —8p,, and from (12)—(15)
Oa@ = Oa, 900 (16)

0= — o, + ——.
@ - @ =
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Thislast expression was derived assuming that for typ-
ica membranes ax > 1. Finaly, condition (13) gives

Ion
—x’DO, @ = Eﬁtp' (17)

Substituting (14) and the second equality (16) into (10)
taking into account that

(Zi-Z) (@ — g + a0, @)
ax '

sinceald, @ ~a @ /R< axq’, ultimately yields

Zi@ + Zogo >

an eNSl
52 = Do ns+ S (20 + Z.40) |

Consequently, instead of solving the system of equa-
tions (9)—(11) with the boundary conditions (12) and
(13) at the membrane surface (12), (13), it is sufficient
to analyze the equation of motion of the membrane pro-
tein in the field generated by a potential satisfying the
L aplace equation and the boundary conditions (16) and
(17). Physically, this means that when fluctuations of
the membrane protein density occur, the change in the
charge density only takes place in anarrow ~Ap region
near the membrane and in the remaining part of the
space dp = 0. The changein potential is associated with
a change in the boundary conditions at the membrane.
The form of the boundary conditions (16) shows that
the membrane and its ~Ap vicinity are effectively an
electric double layer with a varying dipole density.
These fluctuations generate the potential ¢°. It should
be noted that in accordance with the definition (13), the
condition dp = 0 far from the membrane by no means
implies that ion currents are absent.

The solution of the Laplace equation for an isolated
spherical cell is well known. Confining ourselves for
simplicity to the azimuthally symmetric case and using
the boundary condition (12), we have

(18)

= Zb|r'P,(cose),
|

Z IL “1-1 2|+1P(COSO)
|
Subsgtituting these expressionsand (17) into equation (18),
we finally obtain

_ 10+ 1D, eRly (7
(I > |: |:|I
R*  Lex’DKT

An analysis of this expression shows that for fixed Z;
thefirst harmonic isthe most unstable (I = 0 would cor-
respond to a change in the total number of proteinsin
the membrane). The main control parameters responsi-
ble for the occurrence of instability are the cell size R
and the conducting properties of the pumps and the

Z.
-0 1}. (19)
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channels which are determined by the value of 1,. The
dependence of 1, on the state of the system and the
externa parametersisfairly complex and requires specia
study sothat it isvery difficult to check these results exper-
imentally. However, the direct proportionality of theingta
bility threshold to the cell size (naturaly assuming that the
other parameters are constant) may be checked qudita-
tively by means of simple observations. The available
experimental data suggest that large cells are most liable
to the formation of ion currents.

3. SYSTEM OF TWO CELLS

Naturally, in order to check the applicability of this
model (in view of some difficulties in the experimental
investigations) it would be useful to have other results
obtained using it which would allow qualitative conclu-
sions to be drawn. For this purpose, it is interesting to
study a system of identical cells in order to identify
their mutual influence on the possible occurrence of the
instability considered above.

We shall consider two spherical cells spaced at some
finite distance and having the same characteristic
parameters. Quite clearly, theinitial state of thissystem
will be determined by conditions of its formation. As
the cells slowly approach each other from infinity, obvi-
ously neither the potential distribution nor the surface
protein dendity of each cedl will possess the spherica
symmetry assumed asthe basis of the preceding anadysis.
However, if we envisage asituation where one cdll isposi-
tioned fairly rapidly in the vicinity of another (which can
be achieved experimentally), or some screening element
exigsin asystem of two cellsintheinitia state, theinitial
steady state of each cell may betakento bethe sameasin
the previous analysis. The subsequent state of the sys-
tem in the presence of fluctuations may be determined
by a mechanism which we shall now analyze.

In order to solve this problem, we shall use the
bispherical coordinates:

_ _asinfcos¢ _ _asinfsing
coshn — cos®’ coshn — cos@’
_ __asnhn
coshn — cos®’

where aisaconstant parameter, —o <n <o, 0<0<TI,
0< ¢ < 2, and the surfacesn = +n, = const correspond

to two spheres of radii R = a/ sinhn, having centers at
thepoints (x =0,y =0, z= £Rcoshny).

The solutions of the Laplace equation in these coor-
dinates have the form

@ m = ~/coshn —cos@exp[+(n+1/2)n]
x Py(cosB) exp(ximo).

Confining ourselves for simplicity to the case m = 0,
i.e., solutions which are symmetric relative to rotation
about the z axis and taking into account the boundary
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condition (pg =0forr — o (cosB, coshn — 1) and

the fact that (p? does not diverge inside the célls (i.e,
n — oo for any 6), we write the expressions for the
potential ¢ in three regions:

0 - oo cos8 S 1
@, = /coshn cosGZOAnexp[%Hzgﬂ
x P,(cosB) exp(wt),

@ = ./coshn — cos@ i Epnexp[% + %%ﬂ
n=0 (20)
+ Dnexp[—%] + %Eﬂ @%(cose) exp(wt),

@, = ./coshn — cosB . Bnexp[— +1 }
i nZO % 2%1

X Pn(cose)_exp(oot).

The surface of cell 1 corresponds to the coordinate
n = —ne and the surface of cell 2 corresponds to the
coordinate n = ng. Using the expressions obtained for
the potentials, we write the equation of motion for the
membrane proteins (18) and the boundary conditions
for the potentials at the membrane. Condition (16) at

the surfaceof cell 1 0, ¢, = 0, 9%, givestheexpression
S Ave|-noth+ 35[P(cose)
n=0
x [(2n + 1) coshn,—sinhn,—(2n + 1) cosB]

- 3 ool e 1]

x [(2n+ 1)coshny—sinhng—(2n + 1) cosB]

(21)

1
- Dyexp| nofh + 50| [(2n + 1 coshng

+ sinhny—(2n+ 1) coso | EPn(cosB).
O

Equation (18) for cell 1 hastheform

> Ean[n(n +1)(coshn, — cosB)*
n=ol
- %(4coshnocose —cos’O— 3)} (Z,@ + Z.92) (22)
0 O
+@;W(8, ng, n) E = 0.
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Here, we have
_ __€lg
eX’DKT’

W(B, ne, n) = %1(4coshr]0cose—cosze—3)
x [(2n+ 1) coshn,— sinhng—(2n + 1) cosB]

+(n+ 1)(coshng— cosB)’[(2n + 1)(n + 2) cos®
—n(2n+ 1)coshn, + nsinhng]

—2n(2n + 1)(coshn, — cos0)’P, _,(cosb)/ P,(cosb).

We immediately note that because of the technical
complexity of the calculations, we merely confine our-
selves to finding the instability appearance threshold,
i.e., the case w = 0. Equations for cell 2 are obtained
from formulas (21) and (22) by replacing A with B and
C —= D. Expressions (21) and (22) contain products of
the powers cosB and the Legendre polynomials and thus
are not true expansionsin terms of orthogonal polynomi-
als so that such an expansion must be made. Multiplying
the left- and right-hand sides of (21) by P,(cosB) and
integrating with respect to cos6, we obtain

[m(Am_Am—l) eXpne + (m+ 1)(Am_Am+ l)

x exp(-no) ] exp| -{fn + %%10}

= [m(Cm_ Cm—l) eXpno

(23)
+(m+1)(Cy—Cpri 1) €Xp(-No) ]

x|~ + 10| - [m(D - Dy e(-n)

#(m+1)(Dy =Dy, ) expnol ep| Hn+ 5o

Thefact that this expression containsthe coefficients A,
C, and D with different indices implies that different
harmonics may be excited simultaneously in the system
although their amplitudes and growth rates will be reg-
ulated by exponential factors which depend on n.

Expanding equation (22) in terms of the Legendre
polynomials gives

AnoaT st AnoTot A T+ AgTo+ Anii Ty
+ An T+ A Ta+vZia[ Ay ot exp(=2n,)
+ Ans 1t 8Xp(—No) + Anto + A1t €XpNg

+ An_ot,exp(2ny)] + yZeaexp[Bn + %HTO}

X ﬁzazm+zexp[—gn+ g%o}
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D2 e e 0 i+
Dy, exp| Hn+ 3, |
+tofEnexp| Hn+ %gqo}

+ oy o e i
o ool -]

ool

3 nd
+ Dm—zeXp[B“—é O}D%
Expressions for the coefficients T, and t, are given in

the Appendix.

We shdl first consider the symmetric case relative to
the axisn = 0when A= B and C = D. Equation (24) has
theform

AnsT st An T o+ A T+ AT,
ATt Ao To+ AnusTs

+yZia[ Ay ot exp(—2n,) + An. 1t €Xp(—No)
+Anto + At expng + Ay ot ,exp(2n,)]

+ 2vZeanp[Bn + %H%] Etzcm+zcosh[ﬁn + g%o}

(25)

+1,Cs lcosh|:8n + g%jo} + tOCmCOSh|:%n + %Hjo}
+t_1Cm_1cosh[%n—%%]o}

+ t_ZCm_zcosh[En— g%o} E;

After simple calculations, formula (23) gives

2(m+ 1)(Ces —Cpsinh] Hn+ 30|

(24)

= (M 1)(An—An. ) exp| Hn+ 3

o (26)
P ”; [(Ar—Ag) + 2(A— Ay)
th[aﬂ‘Fé%‘]O}
+3(A—A) + ... +m(A, —A,_1)].
No. 6 2000
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Substitution of this expression into (25) results in the
elimination of the variables C with the result that (25)
is converted into a system of equations for A, with
known coefficients determined by the coefficients T and
t, exponential functions, and hyperbalic functions of n,,.
The condition that the determinant of this system of
equations goesto zero gives a set of threshold valuesfor
the onset of ingtability for different harmonics. The
determinant is an “amost triangular” matrix with three
diagonals above the principa diagonal. For any values of
No, thismatrix can, in principle, be reduced to atriangular
form. Then, the excitation thresholds of any harmonics
will be determined by its principal diagona. The corre-
sponding anaytic expressions are too cumbersome so
we shall not give them here. In order to make aquaita-
tive analysis of the results, we utilize the fact that for
distances between the cells of the order of twice their
diameters the value n, ~ 2 is achieved so that to within
the second order the hyperbolic functions can be
replaced by corresponding exponential functionswhich
appreciably simplifies the expressions given above. In
this approximation the line in the system of equations
(25) corresponding to the index m has the following
form:

"2exp(2n,)Z

e
Z 2m-1 Ak+[T‘3
k=0

2
+ z |:Tk + yat,exp(—kno) %i -

k=-2

2exp(2n,)Ze
* 2m—-1 }Am‘3

m+k
m+k+1

g @7

X Am+k + T3Am+3-

Here, we have retained the previous notation of T, and
t, for the time being. Formula (27) can be used to write
the matrix of interest to usin afairly simple form and
to analyze it. For this purpose it is convenient to intro-
duce the notation

—kng m+Kk
M) = T(m) + yat(me " Z - ———= 70

(k=0,%£1,+2)

for the elements of the principal diagonal and the two
nearest above and below. It is deduced from the form of
the coefficients T, and t, that M_,, M_;, M, ~ exp(3n¢)
whereas M, ~ exp(no) and M, ~ exp(-ng).

The procedure for reducing this matrix to triangular
form suggests that the elements of the principal diago-
nal have the form

M,;(m-1)

Mg(m) — M—l(m)m,

(28)

and, consequently, the correction to M, will be of the
order Mgexp(—2n,). Hence, in the principal order, the
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excitation thresholds of the corresponding harmonics
are determined by the diagonal elements

m
To+ YatorZi - mzeg =0, (29)

which for n, — o and the corresponding representa-
tion of the coefficients T, and t, naturally yields (19).

It can be seen from the preceding analysis that addi-
tional information determining the influence of the sec-
ond cell on the onset of instability for ny > 1 can only
be obtained allowing for the next correction to My in
terms of exp(—2n,). Naturally, the corrections in the
expansion of the coefficients T, and t, and a so the cor-
responding terms of the expansion of the hyperbolic
functions in (25) and (26) must be taken into account
accurately. We shall return to their calculation later but
we now consider another solution for the asymmetric
case. Thissolution is obtained asfollows. We write equa-
tions (23) for both cells, subtract one from the other, and
introducethevariablesU =A—-Band K=C-D. Inthese
variables, we have

2(m+ 1)(Ky ~ Ky, ) cosh] Fin+ S|

= M+ 1)(Un=Uper)exp| <Hn+ Soho|

sinhn,

S

+3(Uz-Uy)+...+m(U,—-U,_,)].

[(Up—Up) +2(U,-U,)

In this case, equation (24) gives
UnaT st Up oT o+ Uy g T+ UpTo+ Ui T,y
+Uns2To+ UnasTa+yZia[Upotoexp(=2no)
+ U1t €Xp(—o) + Upto + Up_ st €xp(no)

1
+ Un_at,ep(2110)] ~2yZeaexp| n+ 5010

x Ekmtzsinh[gm g%o]

O

+ Km+1tlsinh[8n + gEﬂO} + Kmtosinh[%n + %%10}
¥ Km_lt_lsinh[ﬁn—%%qo}
, Km_zt_zsinh[%n—ggﬂo}g;

2000
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The same procedure as in the symmetric case yields
expression (29), i.e., an equality in the principal order
of the harmonic excitation thresholds for both cases.
Thisisanatural result which merely implies that when
sufficiently far apart, the cells are almost independent.
We shall now calculate the next correction in terms of
the parameter exp(-2n,). We express the control
parameter y in the form

Y = Yo(1+9), (31)

where

_ m(m+1)
Yo = Rl(m+1)Z —mZ,]

isitsvaluefor ng —» o, i.e., corresponding to expres-
sion (19). Substituting (31) into (25) and (26) where the
coefficients T, and t, and the hyperbolic functions are
taken to within terms of the expansion of the order
exp(—2n,) and confining ourselves to the case m <
exp(2n,), we obtain the matrix elements of M, with the
same accuracy. Substituting these elementsinto expres-
sion (28) and equating to zero, we obtain as aresult

TGN

¥ 12(2#—1) ¥ (2m—1)3;2m+ 3)}
+[m4+6m3+10m2+11m+@+L
2 Z " 30m-1)

+ m} + yOZeRmZexp[(— 2m+ 3)r]o]>-

The plus and minus signs before the last term refer to
the symmetric and asymmetric cases, respectively. It
can be seen from this expression that the terms in
brackets are always positive for y,Z, > 0 (which corre-
sponds to the experimental situation) and are the same
for both cases. This part of the correction reflects the
fact that the occurrence of protein density fluctuations
in onecell leadsto achangein potential in all space and
consequently changesthe protein-density of the second
cell. Naturally, this process requires a higher energy
compared to the case of an isolated cell, i.e., increases
the excitation threshold. The last term of the correction
introduces a difference between the symmetric and
asymmetric cases. Under these assumptions on the sign
of yoZ. the asymmetric case is preferable. This conclu-
sion qualitatively explains the experimental observa-
tion [12] that in groups of cells (albeit those with
strongly developed ion currents), the most stable and
long-lived configurations are those corresponding to
the symmetric case. The reduction in the difference
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between the two states with increasing harmonic num-
ber has an obvious explanation since for higher har-
monics the protein density distribution over the cell
surface effectively becomesincreasingly uniform.

We have therefore shown that despite being fairly arbi-
trary, the eectrodiffusion model can, under certain condi-
tions, predict the possible appearance of ingtability against
the development of ion currentsin spherical cellsand can
also provide a qualitative description of the behavior of
asystem of two such cells.

ACKNOWLEDGMENTS

The author thanks E. Dubois-Violette and M. Leonetti
for proposing the problem and useful discussions.

The work was financed by the Russian Foundation
for Basic Research (project no. 00-02-17785).

APPENDIX
s m(m—12)((2”m‘_zi§2m_3)exp(3no),
T, = (I 1’(m§(§)n(f3 ;)3)(2m+ 2exp(-3n,),
T, = “T0=Dep(2n,)
(2m-3)

X [(sz —11m+ 8)coshn, + TeXp(—no)]

(m+1)(m+2)
2m+ 3

T, = exp(—2no)

x [(sz +21m+ 20) coshn, + @eﬂ"}

1

_ 7
T = mexp(no)| 5+ 3m(m—1) ~ 5
+3(m2—2)(2m+ 1)2+6m3—7m2+5m—2
2(4m’ - 9) 2m-1
2m’ —2m+1
2m-1

x cosh(2n,) + exp(—ZnO)},

T, = (m+1)exp(—no)

6m’ + 11m’ + 14m— 10
2(2m-1)
. 6m° + 21m° + 25m+ 10
2m+ 3
. 2m’ +6m+5
2m+3

><[3m2+7m+5+

cosh(2n,)

eXp(—2no)],
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T, = 3[sinhng—(2m+ 1)coshn,]

x[4m(m+ 1) coshzr]0 + 3]

2m’+2m—1
2(2m-1)(2m+ 3)

—(12m* + 28m+ 21) coshn,],

[(2m+ 1)sinhn,

ty = 2[2+ m(m+1)(1+ 2coshzno)

s 1
(2m-1)(2m+ 3)}’

am(2m? —2m+1
t, = ( 1 )coshno,

4(m+ 1)(2m’ + 6m+ 5)
2m+3

t, = coshng,

(= m(m—1)(2m—23)
-2 = 2m—1 ’

NP

©

10.
11

12

{ = (m+1)(m+2)(2m+ 5)
2 2m+3 '
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Abstract—The Compton channelsfor the production of axionsye —» ea and neutrinosye — evv inamag-
netic field are examined on the basis of a two-dimensionally covariant formalism developed in this paper.
Expressions are obtained for the cross sections of the processes as well as the power of the radiation per unit
volume in a degenerate and nondegenerate electron gas. It is shown that the axion luminosity of white dwarfs
on account of the Compton generation mechanismisat least four orders of magnitude |ess than the photon lumi-
nosity, and the axion luminosity for magnetic neutron stars approaches the neutrino luminosity in magnitude.
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1. INTRODUCTION

An axion is a pseudo-Goldstone boson, a type of
particle that appears as aresult of spontaneous breaking
of global symmetries (for an axion thisis U(1)pq Sym-
metry, introduced by Peccei and Quinn [1]). The cou-
pling of these bosons with known particles is sup-
pressed by the large energy scale f for breaking of the
corresponding symmetry and has the form

109
L= J-, 1
Fox D

where J¥ is the particle current in the standard model.
Specifically, the Lagrangian of the axion-electronic
interaction is[2]

_Caa

e = 5 (PYYW) (23

(c.isa model-dependent parameter of order 1), which
in the case considered in the present paper is equival ent
to a Lagrangian with pseudoscalar coupling

gae -

—ic —a(LIJy W) (2b)

(misthe electron mass).

The possible existence of an axion is extremely
important for a natural explanation of the exact CP
invariance of the strong interactions[1, 3] and for astro-
physics, since the small axion mass m,, which appears
asaresult of mixing with 11, could be a substantial part
of the cold, dark matter [4]. This gives the lower limit
of the mass m, > 107° eV; the upper limit m, < 102 eV
is determined from the condition that the existing ideas
about the evolution of collapsed astrophysical objects
remain unchanged [2, 5, 6]. Specifically, a natural
requirement is that the axion luminosity should not

exceed the neutrino luminaosity at the early stages of the
evolution of neutron stars and the surface photon [umi-
nosity of white dwarfs. The approximate “window” of
mass values

10°%eV = m = 102eV (3)

determined in this manner also fixes the range of values
of the energy scale f by virtue of the relation between
them [2, 3]

m, = 0.6 x 103 eV x (10 GeV/f). (4)

Since the values of the axion parameters are based on
astrophysical estimates, any accompanying factor, such as
strong magnetic fields, which can radicaly change the
characteristics of processes involving axions and neutri-
nos and open up new reaction channels, must be taken
into account. Of the latter reactions, we note the neu-
trino and axion synchrotron radiation [7-9], which
could increase the upper limit of the massm, [9], and a
new decay channel for the axion in a superstrong mag-
netic fielda— 3y[10], whose probability is greater than
the probability of the two-photon channd a — 2y,
which is considered to be the main channel.

The Compton mechanism ye — ea(vV ) is one of
the main axion and neutrino production mechanisms.
The process ye — ea and its contribution to the axion
luminosity of stars have been studied in [11] on the
basis of the Primakov effect (where, according to the
scheme (1), the axion is coupled only with heavy fermi-
ons with the consequent effective (ayy)-coupling by
means of the triangle anomaly) and as aresult of direct
aee-coupling (2a). However, the results of these works
pertain to specia configurations of the momenta and
the magnetic induction, while the field should have a
determining effect if the electrons occupy the ground
Landau level.
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(b)

Fig. 1.

In this paper the Compton mechanism of axion pro-
duction in an external magnetic field is examined using
direct aee-coupling (diagram in Fig. 1a) and neutrino
production in the contact approximation according to
the “weak” vertex (diagram in Fig. 1b). A two-dimen-
sionally covariant method of calculating Feymann dia-
grams with electron lines is used. The foundations for
this method are laid in [12] (see also a further elabora-
tion of this method in [10] for diagrams with electron
loops).

The exposition below is organized as follows. The
two-dimensionally covariant technique for diagrams
without excitation of the electron—positron vacuum is
presented in Section 2. An application of thistechnique
to the calculation of the matrix elements and the cross
sectionsfor the processesye —» eaand ye —» evv is
presented in Section 3. The intensity of the axion and
neutrino radiations from a unit volume in a degenerate
and nondegenerate el ectron gasis calculated in Section 4.
The astrophysical aspects of the results in application
to the luminosity of magnetic neutron stars and white
dwarfs are discussed in Section 5.

2. WAVEFUNCTION AND GREEN’S FUNCTION
FOR THE DIRAC EQUATION IN A CONSTANT
AND UNIFORM MAGNETIC FIELD

The solution of the Dirac equation
(i0—eA-m)W¥ = 0 (5)

for an electron in a constant and uniform magnetic field
with induction B in the specia gauge

Aq = BX10q; (6)

has been known for along time and is a generalization
of the corresponding solution obtained by Landau for
the Schrodinger equation (see, for example, [13]):

va )
i ﬁ)l_)”e)(p[‘%“(pzxﬁ pgxs)}un, @)
o-2%-3

wherethe spinor u,, isexpressed in terms of the Hermite
polynominals with the argument

& = XY+ po/ WY, ¥ = |eB]. (8)

Here L, and L5 are normalization lengths, the quasimo-
mentum p, gives the position of the center of the wave
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packet along the 1-axis, and the possible values of the
energy are determined by the relation

1/2
Po = (M +2yn+p3) (©)
where p; is the momentum along the 3-axis, and the
guantum number n=0, 1, 2, ....

In the ground Landau level n = 0 the electron spinis
oriented in a direction opposite to the field, and the
spinor U, degenerates into a two-component spinor sat-
isfying the equations

(Py—mu, = 0, py= poVO"‘ p3V31

1-iy,y,
2

1-iy1y,
2

UoUp = 2m,

Uy = Ug,

(10)

Ugly = (Py+m).

In this connection, it is convenient to introduce two-
dimensional matrices y, and ys in the subspace (0, 3),
which can be chosen, for example, in the form

- 0 a . 0 0
oo-10 0-100

and the two-dimensional spinor v(p), p = (Py, Pa)s
which in the representation (11) has the form

1 |:|p +mD
vipp = ——0™ 'O (12)
NBo+tml —pg [

Irrespective of the representation, v (p) satisfies the
equation

(p-myv =0, p=py +py’ (13
with the invariant, in (0, 3), normalization condition
vv=2m v=vYy (14a)
and density matrix
VvV = p+m. (14b)

We introduce the properties of the y matrices that
will be helpful below:

90{9{3*’9{390{ = 2@0([31 (15&)
Y (Va, Ve, )Va = O, (15b)
90(9[3 = éa[3+958a[3' (15C)

Here QGB = (1, -1) isthe metric tensor in the subspace
(0, 3), &qp is an absolutely antisymmetric tensor (€3, =

~€3=1, €= €53=0), ¥ = ¥V’ isthe analog of the
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matrix V8 in four-dimensiona space, and (°)° = 1.
Using the relations

~aoxBp  ~ap~po

=g g -g'9g (16)

and the reduction formula (15c), the traces of any hum-
ber of y matrices can be caculated in an elementary
way, for example,

EGBEPG

~aB~po , ~o0o~Pp ap~pBo

0°+9"°0"-9""g"°, (179

-Tr(v“va"v") =9

~5~a~ ~QOn~

1 s
STV = §

GBEDG4_€Gng0

(17b)
and so on.

The solution of the singular Dirac equation in acon-
stant and uniform magnetic field

(i0x—eA—m)G(x, y) = &(X—Y) (18)

under certain conditions likewise becomes effectively
two-dimensional in the subspace (0, 3). Let ustake, for
example, the solution in the form obtained by squaring
equation (18) [14]:

_ (2y)”?
G(x, y) =
(X y) (2 ®

—eA+m)
x IdpzeXp(i P2(X2 = Y2))

. (19
xS 2D,(./28,)D,(/28,)

n=0

—i 1+i
[ —Ji¥2g, (x—y)+ =2G,,, yx-y) |,

where the value of &, , is determined by the formula
(8), D, arethe parabolic cylinder functions related with
the Hermite polynomials [15], and G,(X — V) is the
Green's function of the Klein—Gordon equation in the
subspace (0, 3)

U
EA +"——me (x-y) = 87(x-y),

00X, 0% (20)
2 2
m, = m°—vy,
and has the form
1 dp  -i(p20s
6 = Sl Poetn
(2m)°J p; —m (21
p|| po ps-

The causal Green's function can be obtained from
equation (21) in accordance with the rule for handling
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the poles p, = +./p5 + M’ [16] and can be expressed in
terms of zero-order cylinder functions

G = 28 Io(MAZ) = iNo(m,2)]
| (22)
+2-8(-Z)Ko(m—2),

where 8(x) isastep function.
For diagrams without excitation of the vacuum, the
value of pﬁ in equation (21) is fixed and can be

expressed in terms of the momenta of the external lines.
Then, provided that

(pf— (23)

the ground Landau level n = 0 makes the main contri-
bution to the sum over nin the expression (19). In dia-
grams with electron loops the condition (23) holds
when the momentum integrals of the loop on the elec-
tron mass converge and with the additional restriction

m) <y,

2

B>B, B,= ™ =441x10"G.

Jef
The leading contribution of the n = 0 state can be
represented in the form

(24)

G(x,y) = &P~ (x1+ y2) (% -y) | 6(x-y), (259

() = (;T . i(p2)G(P),  (25h)
2 A

G(p) = (1-iyay,)exp LB =
Sy Bl - (25¢)

2 2
PO = P+ P
Using equations (10), this actually decreases the

dimension of the space of the mathematical apparatus
to (0, 3), since vertex factors of the form

(L=i1Y1V2) Ve YaY ) (L =iY1Y2)

are different from zero only for a = 0, 3, and y°y® plays
the role of the matrix y°. After calculating the integrals
over the coordinates and the perpendicular momentum
P, the projection operator (1 — iy,Y»)/2 in the matrix
element can be dropped, switching to two-dimensional
matrices and convolutions in the subspace (0, 3). Intro-
ducing the two-dimensional Green's function

+m
P o= po-pd

G(p) = (26)

and using the formulas (13) and (14), the matrix ele-
ment acquires an explicitly two-dimensionally covari-
ant form.
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The expression (26) must be modified [17] taking
into account the influence of the medium and tempera
ture effects. In studying the processes ye — ea and
ye — evv below, we shall be interested in the case of
a degenerate effectively-dimensional electron gas

T<pu-m, (279)

W -m’<2y, (27b)
where [ is the chemical potential, which is essentially

equal to the Fermi energy E = ,/p>+m’, and the
Fermi momentum pr is given by the expression [18]

21N,
Pe = vl (28)
where n, isthe density. Then the generalized form of G
can be obtained from eguation (26) using the substitu-
tion (see, for example, [19])
1 1 ,

= ——— + 2108(p° —m")8(Pe)B(Er - po).
p-—m p —m
However, in the cases considered in the present paper,
electronsin theintermediate state are off the mass shell,
and the last term makes no contribution in this expres-
sion. Thus, the medium changes only the phase volume
of theinitial and final states (see Section 4).

3. GENERAL EXPRESSIONS
FOR THE MATRIX ELEMENTS
AND CROSS SECTIONS OF THE PROCESSES
ye — ea AND ye — evv

We shall determine the matrix element M of the pro-
cess ye — ea (diagram in Fig. 1a) in terms of the S
matrix element as follows:

F|Si0= i(2m)°8% %% (p+k - p' —k)

M (29)
(2Po2K2P52ko) “LoLaV'
where p and p' are the momenta of the initial and final

electrons and k and k are the momenta of the photon
and axion.

Using the “axion” Lagrangian (2a) and (2b) and the
Lagrangian of the electrodynamic interaction

X

Le = e(WY'W)A,, (30)

we obtain for M, using the scheme presented in Section 2,
a two-dimensionally covariant expression in the sub-
space (0, 3)

M = i_“_/_4_1[f_e_rnc_e\7(p')[g5é(p +K)e+eG(p —K)V']

@3y
< v (P exp| -2k —ky) |,
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where G(p) is the two-dimensional electron propaga
tor (26), the properties of the two-dimensional spinor
v(p) are given by equations (13), (14a), and (14b), and
e is the photon polarization vector. The phase factor in
the expression (31) has asymbolic significance; itsrole
will be clarified in Section 4.

The formula (31) holds under the condition (23),
which in the case at hand assumes the form

(pK), K> <y. (32)

The matrix element is different from zero only for
photon polarization states with electric vector in the
momentum-—field plane, given in thetwo-dimensionally
covariant notation by the expression

e, = (eK)G/A/K_Z.

The state with orthogonal polarization is sterile.

Making some transformations, the squared matrix
element calculated using the properties of y matrices
(Section 2) and equations (14b), (16), and (33) can be
represented in the form

(33)

2 161'[0(mce 2P, p[f
A = 2(pk) +K>, A = —2(pK)+K>. (349

The cross section for the process ye —» ea can be
determined in the standard manner in terms of the S
matrix element and is

_ 1
8(pK)(2m)°
(35)

dp3 (0,2,3) . 2
dJ’2k6 (p+k—p=K)IM[,

where the integration over dp; is trivia and the 8@

function vanishes. In the expression (35) we formally
averaged over the photon polarization states, which,
since the orthogonal polarization is sterile, reduces to
division by 2. Integrating over d°k, we obtain, using

[MJ? from equation (34), the distribution over p;

O(mc dp; P, pEF

= (pK).IZpo +r0 (36)

with the two-dimensionally covariant region of integra-
tion

r={K=(p+xk-p)°zm}, (37)
where m, is the axion mass.

We note that the matrix element M (with the excep-
tion of theformal phase factor) and the cross section do
not contain a field dependence; the role of the latter
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reduces to “two-dimensionalization of the motion” of
an electron, which is a general property of diagrams
without excitation of the vacuum.

For kK2 = k> = 4n? the integrand in equation (36)
possesses in the region of integration a singularity
related with the possibility of e*e™ pair production by a
photon and axion in amagnetic field [20]; in principle,
this can be eliminated by taking into account the finite
width relative to this “decay.”

An analytic calculation can be performed for non-
relativistic electrons and for k? < n?. In this approxi-
mation the cross section has the form

2 2
_0CeK

— 38
15f%m’ (38)

where and below the small axion massis neglected. Sim-
ilar results can also be obtained for the photoproduction

of aneutrino pair ye — evv (diagramin Fig. 1b) on an
electron in the contact approximation of the Weinberg—
Salam model with the effective Lagrangian interaction

G
PW = =
J2 (39)
x (Wey"(Cy + CAY )W) (Puy, (1 + V)W),
where

1, .2 1
Cy = 5+ sin 6, C¥ = >

(6 isthe Weinberg angle) for electronic neutrinos and
C1 =C® —1 for p and T neutrinos.

The matrix element M is determined in terms of the
Smatrix element similarly to the formula (29) with the
substitutions

k—k+K, 2ky— 2k2ky, V— \272

wherek and k' are the neutrino and antineutrino momenta.
Once again we obtain

M = (2m)%eG[a,(K)y" (1 +y®)u, (k)]
x —iiz —k; —K;
exp[ y(Kl Ky kl)i| (40)
x 7(P)[Va(Cy + CAY)G(p + K)&
+6G(p' —K)Va(Cy + Ca¥) 1V (p),

where the matrices in the neutrino bracket are, of
course, four-dimensional, and the phase factor plays
the same role as in equation (31).
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The cross section averaged over the photon polar-
ization states can be represented as a distribution over

p; and hasthe form (m, = 0)

1 dp3
8(2n) (pK) I 2po (41)
Q= p+K—p,
(6,3)
Isz2k0|M|6 (Q-k=k). (42)

The result of the integration over the neutrino
momentais

_ 8 3 2 2 2l 2y 2P . PIT
I = §(2T[) aG'mQ %(CV—CA)Q oh * AT

pDZ 2K°(pp)

AN (429)

+2C} 2~ (pP)ER + &

2[PK pKD

-2m
DAz

+@om) + )+ 5] 0

This same quantity was calculated in [21] but without
using the two-dimensionally covariant separation with
respect to polarization states (33), and consequently it
has a very complicated form.

Just asin the preceding case, an exact calculation of
the integral in the expression (41) is impossible, with
similar remarks. In the nonrelativistic approximation,
however, we have

_ aG’k?(pK)®

= C2 +C).
' 105m? (Cv+Ca)

(43)

4. RADIATION INTENSITY WITH AXION
AND NEUTRINO PHOTOPRODUCTION
ON A NONDEGENERATE
AND A DEGENERATE ELECTRON GAS

Thekey question in astrophysical applicationsisthe
neutrino and axion luminosity of stars. To this end we
shall find the intensity of the radiation from a unit vol-
ume on account of the axion and neutrino production
mechanisms considered above.

For a nondegenerate electron gas, in the nonrelativ-
istic approximation the radiation intensity can be found
from the expression

:nJ’
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where n, is the electron density,

fo = (exp(ko/T)=1)"
is the Bose-Einstein distribution function (T < m).

Using equations (38) and (43) we abtain for the axion
and neutrino radiation intensities

S, = 5835 1 2mzT , (45a)
S = @mﬁ(cz + CZ) (45b)
4725 VoAl

To determine the radiation intensity for adegenerate
electron Fermi gas, we note first that when integrating
over the states of theinitial electron, in accordance with
theform of the phasefactor in the expression (31), there
appears an integral of the form

_1.dp, rip,
‘J - I—l 2T[eXp|: y (Kl_Kl)i|!

(46)
where L, isthe effective normalization length along the
1 axis. Formal integration gives

—i |j(_1_K1D:l :l
J= o8 180 = o

v O (46a)

Then the intensity of the axion radiation from a unit vol-
ume isindependent of the normdization lengthsand is

00

2y 3
(2T[)5Id Kf B(KO);[odp3fF(pO)

Sa =
(47)

,do, . ,
X (Jr')dpsd_p.g(po +Ko—Po) (1= fr(pg)).

Here

_ 1
fe(pg) = Fpt Pt 110

is the Fermi velocity distribution function of the initial
electron and f-(pg) is the same for the fina electron;
the distribution of the cross section over p;isgiven by
the expression (36).

For what follows, we note that when

0Po [T Po0 . ¢

Hpsft-mEEmd “)
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the integral over dp; in equation (47) can be rewritten
in the form

do
J. = [(dpi—=(p,+ Ky— Pg)(1— f(p;
a (‘!‘) p3dp'3( Po + Ko — Po)( (Po))

X4

2 4 2
acemK 2 2212 (49
= ——— [dX[K" + 2X(peK) = X'Mm
8f2(pK)5{ [ (peK) ]
ot P:X—H[ D_l
where the substitution
P = P3+ XPo (50)

is made when integrating over d p; with the upper limit
of integration for x

X, = [(pK) + (pex)] (50a)
m

(€4p Isthe antisymmetric tensor in (0, 3), introduced in
Section 2). The derivation of J, also took account of the
fact that the substitutions p; — —p; and (or) K3 —> —K3
do not change anything because of the subsequent inte-
gration over d®k and dps in equation (47).

Next, we switch to the nonrelativistic limit, i.e., we
assume

pe<m, T<pz/2m (51)

together with the condition for applicability of our two-

dimensionally covariant method

p:<2y. (52)

Sinceinthiscase 1 = E¢, wefind that the conditions (27)

hold automatically, and the restriction (48) is equiva

lent to the inequality

pe>T, (53)

which also follows from equation (51).

Thus, the applicability of the formulas obtained
below for theintensity of radiation in adegenerate el ec-
tron gasislimited by the inequalities (51) and (52).

Itiseasy to seethat |pX| << T and theterms psx can
be dropped in the parentheses in equation (49) and in
the argument of the exponential function. Then, using
equation (16), the integral over dx in equation (49) is
elementary, and in the calculation of the integral over
dp; the limit |ps] — pge can be used everywhere with
the exception of the argument of the exponentia func-
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tionsin fz(pg) = f=( Py ), Which in the region of overlap-
ping of the Fermi stepsis

Po—Er Pi—Pf P
0~ FN 3~ F~_£ _
T  2mT ’mT(|Io3| Pe)-

In consequence, the integrals over d3k and dp; in equa-
tion (47) factorize and likewise can be easily calcu-
lated. Thefinal result for theintensity of the axion radi-
ation in adegenerate nonrelativistic electron gashasthe
form

_ 2(2m)’ T’y

Sa 2835 fzmpF ’ (54)

wherethe value of the Fermi momentum ispresentedin
equation (28).

The intensity of the neutrino radiation S, is deter-
mined by aformulaof the form (47) with the cross sec-
tion taken from equations (41) and (42a), and the inte-
gral similar to the expression (49) in the approximation
(48) hastheform

5 aG’m*(CZ + C3)K?
12(2m)%(pK)°

Xy

x Idx[Kz + 2x(pek) —x°m?° (55)
0

+ PaX — 71
X (Ko— pax)[l—%pw + 1% }

Theradiationintensity with theinequalities (51) and
(52) is

_ 2(2m)?aG(Cy + C)Ty

S = 7s mpe (56)

5. DISCUSSION

For astrophysical applicationsit is convenient to repre-
sent therestrictions (51) and (52) (using equation (28)) for
our results for the axion and neutrino radiation intensities
in adegenerate, nonrelativistic, effectively two-dimen-
sional, electron gasin the following form:

(n.x 10 cm®) < BE, (573)
0
T BO
—30 3
e < 0.6(n,x10" cm )EB_OD’ (57b)
0.64(n, x 10°° cm®)?< B nf (57¢)

By
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The surface photon luminosity of white dwarfs for
the dominant cooling mechanism per unit mass of the
star is[6]

§£y s T 1”
W =33x10 WD

The average density of white dwarfsis p = 10° g/lcm?,
and the corresponding axion luminosity S/p can be
rewritten, using equation (54), in the form

S 221 T o B ?
2 _92x10%¢
0" kUGt U

(10° GeV/ f)°
X —30 3
n,x 10" cm

erg/(gs). (58)

(59)
erg/(gs).

For the average temperature T = 10’ K and €electron
density n, = 10%° cm~3 we assume that the induction in
the interior regions is B = 10'3 G. Then our restric-
tions (57) hold approximately, and since there is no
synchrotron mechanism e —» ea (al electrons arein
the ground Landau level) the Compton mechanism of
axion emission in principle can be the dominant mecha
nism. From the condition that the existing notions con-
cerning the character of the evolution of white dwarfs
remain unchanged, the inequality

£,IM = S/p,

should be satisfied, whence we obtain in order of mag-
nitude

f = 0.5¢, x 107 GeV. (60)

This is two orders of magnitude less than the lower
limit on f, determined from equations (3) and (4), and is
equal in order of magnitude to the results obtained in
[9], where the synchrotron mechanism of axion emis-
sion in neutron stars was studied (equation (26) of [9]
contains an obvious error: GeV should appear instead
of eV). If the lower limit f = 0.6 x 10° GeV obtained
from equations (3) and (4), is correct, then our result
indeed means that the axion luminaosity of white dwarfs
under the conditions considered is at least four orders
of magnitude weaker than the photon luminosity.

For the shells of magnetic neutron stars, the possible
ranges of the parameters are as follows. n, ~ 1037 cn3,
T~10%19K, and B~ 10*** G. Thelimitations (57) intro-
duced above are approximately satisfied, if n, = 10% cn3,
T= 108K, and B = 3B,. Since the luminosity of neutron
stars at the early stages of their evolution is essentially
neutrino luminosity, the quantities S, (54) and S, (56)
should be equal:

2

SS_5 Ce

S 3T+ C)f?

It isinteresting that this relation is the same for the
nondegenerate case determined by equations (45a) and

(61)
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(45b). We find from the condition S, < S, for the indi-
cated values of the parameters

O Cg 0" 10
f = U-——=0 X 13x10" GeV. (62)
[(Cy + C\0
Thisfalsin the range of the possible values of f (3)
and (4), and therefore the axion luminosity of magnetic
neutron stars with a degenerate, effectively two-dimen-
sional, electron gas can approach the neutrino luminos-
ity of these stars.
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Abstract—The reaction e'e” — TP near a @ resonance was studied with a spherical neutral detector at
VEPP-2M e*e™ collider. Both main modes of decay of aw meson were investigated: w — i and w —
1. The probability of decay ¢ — wTP was obtained from the magnitude of the interference wave in the

cross section for the reaction e'e™ — TP — O B( — w1f) = (5.5

12+ 0.3) x 1075, Theratio

of the partial widths of the w» meson was obtained from the ratio of the cross sections for the two modes:
I (w — 1)/ (w — 1) = 0.0994 + 0.0036 + 0.0038. © 2000 MAIK * Nauka/Interperiodica’ .

1. INTRODUCTION

Substantial progress has been made in the last few
years in the study of rare decays of the @ meson in
experiments at VEPP-2M collider with aspherical neu-
tral detector (SND) and CMD-2 detector. Among the
rare decays, the class of OZI suppressed and G-parity
breaking decays @ — X, where X = 1P [1], TTTTCTC
[2], and 1T [2, 3], stands out. Due to the presence of
arelatively large amplitude for the corresponding non-
resonance processes e'e- — X, these decays are man-
ifested in the form of an interference pattern in the
energy dependence of the cross section near the @ reso-
nance. The Born cross section, taking account of inter-
ference, can be represented in the form

myl

o(E) = co(E)‘l Z—— (D)

(P

where oy(E) is the cross section for the nonresonance
process, Z is a complex interference parameter that is
equal to the ratio of the decay amplitude to the ampli-
tude of the nonresonance process, m, and I, are the

mass and width and D, = m;, — E? — iET ((E) is the
inverse propagator of the @ meson, and E is the energy
of e*e~ in the center-of-mass system. In this parameter-
ization al energy dependences except the resonance
dependence are neglected in the second term. Therela-

tive probability of the decay @ — Xis proportional to
the squared modulus of the interference parameter and

the magnitude of the nonresonance cross section at the
maximum of the ¢ resonance:

O-O(mQJ)lZlZ.

¢

B(¢— X) = )

Here

0, = 121B(9 —» €'e’)/m;, = 4220+ 110 nb

isthe cross section for the production of the @ mesonin
e*e” collisions[15]. Theimaginary and real parts of the
interference parameter can be determined by analyzing
the experimentally measured cross section, i.e., one can
measure not only the decay probability but also the rel-
ative phase of the resonance and nonresonance ampli-
tudes.

The simplest and most natural mechanism for
G-parity breaking in decays of the ¢ meson is the electro-
magnetic trangition @—y—p, p'. This mechanism contrib-
utesonly to therea part of theinterference parameter and
isidentical for al processes under discussion:

Re(Z), = 3B(¢ — e'e)/a = 0.123.

Other decay mechanisms contribute to the real and
imaginary parts of the parameter Z. The experimental
separation of the real and imaginary parts of the
amplitude makesit possibleto clarify the question of
the contribution of various mechanismsto the decay.

The present work is devoted to a study of the pro-
cessete” — wrf near the @resonance. Theonly previous
measurement of the decay @ — wTP was made in an

1063-7761/00/9006-0927$20.00 © 2000 MAIK “Nauka/Interperiodica’
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experiment at theVEPP-2M e*e collider with the SND
detector while studying the reaction

ete — wrfl — 1Tt

(see[1]). Therea and imaginary parts of the parameter
Z were measured and the following value was obtained
for the decay probability:

+1.9

(48717 +0.8) x 10™".

The neutral channel
e'e — wrf — 1y

has al so been studied using an SND detector [4]. Inthis
channel, together with decay ¢ — wrf, the decay
@ — p°r?, p° — 1y contributes to interference. In
[4] the interference in the reaction e'e” — wTP —
TP was observed at the level of three standard devia-
tions and its value was consistent with the sum of the
two contributions mentioned. Both analyses[1, 4] were
based on the data accumulated in 1996 by the SND
detector. In the present paper we present the results on
an analysis of the 1998 data to check the preceding
measurements and to improve the accuracy.

2. DETECTOR, EXPERIMENT

The SND detector [5] is a universal nonmagnetic
detector, whose main part is a three-layer calorimeter
based on 1630 Nal(Tl) crystals. The energy resolution
of the calorimeter for photonsis

O/E = 4.2%/4/E[GeV]

and the angular resolutionisabout 1.5°. The solid angle
of the calorimeter is 90% of 41t The angles of the
charged particles are measured by a system of two drift
chambers. The measurement accuracy is about 0.5° for
the azimuthal angle and about 2° for the polar angle.
The solid angle of the system of drift chambersis 95%
of 41t

The data sample accumulated in 1998 at the
VEPP-2M e*e collider was investigated in this analy-
sis. The experiment was performed by the method of
scanning of the energy interval E = 984-1060 MeV.
The data were collected with 16 values of the beam
energy. Two scans were made with a total integrated
luminosity of about 8 pb™, corresponding to about
1.2 x 107 produced ¢ mesons. The luminosity was
measured by using the processes e'e- — e'e~ and
€'e” — yy. The systematic error of the normalization
to the luminosity was 2%.

3. THE REACTION e'e” — wTf — 11ty
3.1. Slection of Events
The preliminary selection of events of the reaction
g'e — w1 — Ty (3)
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was made according to the following criteria:

(2) the number of photonsis greater than or equal to
five and there are no tracks in the drift chamber;

(2) the energy deposition in the calorimeter is
greater than 0.7E;

(3) the total momentum in an event, measured using
the calorimeter, is less than 0.15E.

Besides the events corresponding to the reaction
under investigation, events of the following processes
aso fal into the same class:

e'ee — @ — KK, — neutrals, (@]
e'e — @—ny,n — 310, (5)
gtes — @ — TOTYy. (6)

Even though the probability is low ~10 [6, 7], the
decay (6) is one of the main background processes,
sinceitsfinal stateisthe same asfor the process (3). To
simulate process (6), we used the model of the transi-
tion through the intermediate state f,y, where fyisa sca-
lar particle, and the recoil photon spectrum was taken
from [6]. Since the recoil photon in the process (6) is
predominantly soft, the interference between the pro-
cesses (6) and (3) isweak.

A high beam background in the detector resultsin
the appearance of extra photons in some events. The
fraction of such events in the 1998 experiment was
about 8%. An additional background from the follow-
ing processes arose because of superpositions:

e'e — 2y, 3y. (7)

The angular and energy distributions of the spurious
photons were studied using specia eventswith random
triggering from an external generator. These eventswere
admixed to the main flux of events during the experi-
ment. Analysis of these events showed that the energy of
the most spurious photons lies near the detecting thresh-
old 20 MeV and is concentrated near the edges of the cal-
orimeter at small angles with respect to the axis of the
beam. Information about the detector channels triggered
in events with triggering from the generator was used to
simulate the process under study and the background
processes in order to imitate the superpositions which
occur in area experiment.

The procedure of kinematic reconstruction was
applied to the events which satisfied the preliminary
selection conditions, i.e., the particle parameters (angles
and energies) for which the laws of conservation of
energy and momentum as well as the condition for the
presence of intermediate particles in an event are satis-
fied, were found by the maximum likelihood method.
The kinematic reconstruction was performed for two
hypotheses:

(1) an event refers to the process e*'e” — 3y;

(2) an event refers to the process efe — 1Oy
In events in which the number of photons was greater
than the requirement for the hypothesis considered, the
extra photons were assumed to be spurious and were
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Number of events

400

300

200

100

0

Fig. 1. Distributions over the parameter X, for the experi-
mental events (points with error bars) and events from the
simulation of processes (3) (hatched region) and (5) (line).

discarded. All possible combinations with the correct
number of photonswere checked and the best combina-
tion, which minimized the value of the function x?, was
chosen. As aresult of the kinematic reconstruction, the
values X, and X, of the x? functions for both hypoth-
eses and the recoil mass M, of 1° closest to the mass of
the w meson for the process e'e” — Ty were cal cu-
lated. The condition

X3y >25

was used to suppress the background from the pro-
cesses (7).

Subsequently, the events where the number of pho-
tonswas equal to and greater than five were analyzed sep-
arately. The didtributions over the parameter X, for the
experimental events and events simulating the processes
(3) and (5) with five photons are presented in Fig. 1. The
parameter X, was required to satisfy the restriction

Xy < 40.

The criteriadescribed above select events satisfying the
laws of conservation of energy and momentum. Conse-
guently, the selected events of the process (5), in which
there are seven photons in the final state, become part
of the class of five-photon events mostly because close
photons merge. This is also true of the process (4).
Events of this process, where the K, meson decayed
inside the calorimeter into three ™ mesons (the Kg
meson decays into two T® mesons inside the vacuum
chamber), are selected; the ten photons from 1 decays
with low probability can give aconfiguration similar to
a five-photon event. Additional suppression of the
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Number of events
500F + +
400
300
200
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Fig. 2. Distributions over the parameter x,, for the experi-
mental events (points with error bars) and events from the
simulation of processes (3) (hatched region) and (5) (line).

background from the processes (5) and (4) was
achieved by analyzing the transverse distributions of
the energy deposition in showers from the detected
photons. A logarithmic likelihood function for the
transverse distribution of the energy deposition was
constructed for each photon in an event [8]. The param-
eter x, was the maximum value of the logarithmic like-
lihood function among five photons. The distributions
over this parameter for the experimental events and the
simulated events, which passed through the preceding
selections, are presented in Fig. 2. This parameter was
required to satisfy the stringent restriction

Xy < 4.

The agreement between experiment and the simulation
near the value x, = —4 is not very good, and conse-
quently the class of events with x, > —4 was also ana-
lyzed but with more stringent selection conditions with
respect to other parameters.

The distributions over the parameter M, for the
experimental and smulated events are presented in Fig. 3.
It isevident that the agreement between the smulated and
experimental distributions is good both on the pedestal
and in the region of the peak. In caculating the distribu-
tion of background events, the distributions of all back-
ground processes described above were summed. At this
stage of sdlection the background is determined by the
processes (5) and (6) in approximately the same pro-
portion. Events satisfying the restriction

IM,, — 782| < 50

were used for subsequent analysis.
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Fig. 3. Distribution over the parameter M, for the experi-
mental events (points with error bars) and events from the
simulation of the background processes (hatched histo-
gram). The line is the sum of process (3) and the back-
ground.

Events with more than five photons were required to
satisfy the following conditions:

Xnmy < 20, |Mm_ 782' < 25.

The same restrictions were used for the five-photon
events with x, > —4.

The detection efficiency of the events of process (3)
with the conditions

Xrmy< 40, M, —782| <50 (8)

and with the number of photons greater than or equal to
five was calculated using simulation and was € = 38%.
To estimate the systematic error in this value, events
with seven or more photons were analyzed with the
selection conditions close to (8). The restrictions were
imposed on the likelihood function and the recoil mass
of the photon, which were obtained in the kinematic
reconstruction using the hypothesis e'e — 31y. The
measured value of the decay probability

B(@ — ny) = (1.26 + 0.01)%

was found to be equal to the tabulated value 1.26 +
0.06%. Consequently, we believe that the systematic
error in determining the detection efficiency for the
process (3) with the conditions (8) does not exceed the
total error of the measured and tabulated values of
B(¢ — ny), which is equal to 5%.

3.2. Analysis of the Data

The events selected according to the criteria
described above were divided into six classes:
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1L.N,=5 Xy<—4, Xnmy<20, [My,—782|<25,
2.N,=5 Xy<—4, Xnmy<20, [My,—782> 25,
3.N,=5 X/ <4 Xnmy>20, [My—782/<25
4.Ny=5, Xy<—4 Xnmy>20, [My,—782|> 25,
5.Ny=5, X,>—4, Xuy<20, |My,—782|<25,
6.N, =5, Xrimy< 20, [Mpy— 782| < 25.

Class number 1 contains about half the events selected
according to the condition (8). This classis used as the
main class for determining the parameters of the pro-
cess (3) under investigation. The number of events of
the process (3) is10 timeslessin the class 2; this makes
it possible to determine from the experimenta datathe
magnitude of the resonance background. The back-
ground level in class 1 can be estimated using the ratio
of thelevels of the resonance background in the classes
1 and 2, as calculated from the simulation. The value of
this ratio was found to be close to 1:

k;, = 0.97 + 0.07

The error presented is determined by the statistics of
the simulation of the background processes. The sys-
tematic error was estimated by varying over widelimits
the restrictions on the parameters X, and X, and did
not exceed 3%. Since quite stringent restrictions on the
parameters X, and X, are used to select events in
classes 1 and 2, the probability that events for the pro-
cess under study fall into these classes, as determined
by the simulation, can contain alarge systematic error.
The classes 3-6 were used to eliminate the influence of
this factor.

The cross section for detecting the experimental
eventsin each class was approximated by the following
formula:

0-vis(E) = aiso-wr[(E)(l + 6(.01'[) + o-cpi(E)’

where o,,(E) is the Born cross section of the process
gte” — wrf — 11y, d,,isthe radiative correction
to this cross section [9], and 04(E) is the cross section
for the resonance background in the ith class (the shape
of the excitation curve for the ¢ meson was described
by the energy dependence of the cross section of the
main background process e'e — @ — ny taking
into account radiation corrections), € is the detection
efficiency for events of the process (3) with the condi-
tions (8), and q; isthe prabability that events of the pro-
cess (3) which were selected according to the condi-
tions (8) fal into the ith class. The coefficients a; are
related with one another by the following relation:

G5 + GGD _
ay

(0(1"'02"'0(3'*'(]4)%-"' 1. 9

The second cofactor in this relation compensates the
loss of events due to additional requirements as com-
pared with the selection (8):

N, =5 X, <-4
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Table 1. The results of the fit to the cross section for process (3)

oo(my), b A ReZ ImZ X?/ND
Model 1 0.744 £ 0.021 —0.114 £ 0.07 0.01+£0.05 —0.19+0.07 82.2/74
Model 2 0.745 + 0.023 -0.150 £ 0.07 0.01£0.05 -0.19+0.07 83.5/74

The calculation of the correction by this method pre-
sumes that the distributions over the parameters N, and
Xy do not depend on the restrictions on X, and M, In
reality, this dependence is present, and taking it into
account by means of simulation changes the efficiency
€ by 2%. This value was also added to the systematic
error in the efficiency.

The formula (1) was used to describe the cross sec-
tion o,{(E). In our preceding work [1], linear and qua-
dratic functions were used to parameterize the nonres-
onant cross section gy(E). The dependence on the
choice of function describing the nonresonant cross
section gave the largest contribution to the systematic
error of the parameters of the decay ¢ — w1t Conse-
guently, in the present work we focused on the selection
of a model for gy(E). It is known that the process
e'e” — wrfinthe energy range 1-2 GeV isdescribed
by a sum of the contributions of p(770) and p’ mesons
with relative phase 180° [10], so that its cross section
can be represented in the form

2 2
My, AT
D D,
where a = 1/137, g, is the constant for the transition
p — wm f; is the coupling constant between the p
meson and photon and can be calcul ated from the width
of thedecay p — €*e

2 2
0o(E) = 2T Doort] P.(E),

E° Dpr

(10)

p

- 2102,
[Mpee = 4TiMya”/3f;
m,, my, Dy, and D, are, respectively, the masses and
inverse propagators for the p and p' mesons:
— 2 E2_i :
D, = m,—E"—iEl,(E);
A is a negative real number, equal to the ratio of the
coupling constants of p and p' mesons,
_ Ypenfp
gpum f;)
The factor P;(E) describes the energy dependence of

the phase volume of the final state. In the approxima-
tion of an infinitely narrow w meson

P{(E) = (1/3)poB(w — 1Y),

where p,, is the momentum of the w meson, B(w —»
1) is the relative probability of the decay w — 1.
However, in the energy range which we studied, and
especialy in the range near the threshold of the reaction
e'ec — P, more accurate formulas that take into
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account the finite width of the w meson must be used.
It should be noted that the energy behavior of the factor
P; (E) isdifferent for the two decay channels studied for
the decay of the w meson because of the strong depen-
dence of the width of the decay w — p1ton the mass
of w. The energy dependence of the factor P; (E) for the

process e'e” — wTP — TP’y was calculated using
the formulas from [4].

The main parameters of a p' meson, such as, the
mass, width, and relative decay probabilities into vari-
ous final states, are known only very poorly [15]. This
isdueto not only thelack of accurate experimental data
but also the model uncertainty in their description. For
example, the values obtained in the recent work [11] for
the mass and width of p' are substantially different from
the tabulated values, and the difference increases sub-
stantialy when the mass dependence of the width of the
resonances is taken into account. We used two variants
for the parameters of ap' meson:

(1) m, = 1465 MeV, ', = 310 MeV [15]; T ,(E) =
Fp(mp)(mp/E)(pn(E)/pn(rnP))3, where p(E) is the
momentum of the pion in the decay p — 21t The
energy dependence of I, was neglected.

(2) m, = 1530 MeV, I, = 430 MeV. The energy
dependence of I, and I", was neglected.

The second model describes well the spectrum of
invariant masses of the state wttin the decay 1 —
wTy, in therange from 0.9to 1.7 GeV [11]. Using two
models makes it possible to estimate the systematic
error associated with the choice of parameters in the
formula (10).

A fit to the detection cross section was obtained in
al six classes smultaneously. In each class the cross
section was measured at 16 energy points. In addition,
our preliminary data on the measurement of the cross
section e'ee — wTP — TPy at 24 points in the
range 920-1400 MeV [12] were included in the
approximation. The free parameters of the approxima-
tion were ag(my), A, ReZ, ImZ, a;, and o 4(m,) with the
exception of a5 and 0,4(m,). The value of g, (m,) was
found from the relation

Og(My) = (0.97 £ 0.08)0 (M),
where a5 was obtained from equation (9). The detec-
tion efficiency € and the coefficients a; were essentialy
energy-independent in the range studied. A total of 14
parameterswere determined in thefit. The values of the
four main parameters for both models are presented in
Table 1. Of all parameters of the fitting function, only A
depends on the model. The values obtained for the
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Fig. 4. Energy dependence of the cross section for detecting
class-1 events and the fitted curve. The curve at the bottom
was obtained by fitting the cross section for the resonance
background.
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resonance cross section o4(m,) agree statistically with
the simulation calculation. The agreement with thesim-
ulation is worse for the coefficients a;. The differenceis
primarily due to the above-discussed inadequate accu-
racy in the simulation of the distribution with respect to
the parameter X,. The experimental data and fitting
curves for the narrow energy range near the ¢ meson
and the complete interval from 920 to 1400 MeV are
presented in Figs. 4 and 5. The curves show the result of
thefit in themodd 2. It is evident that in both cases the
fitting function describes the experimental data well.
The parts referring to class 1 and to the energy range
outside of the ¢ meson resonance can be extracted from
the total value of X% 9.6/12 and 20/22, respectively.
Here the calculation of the number of degrees of free-
dom took into account the fact that the class-1 data
determined primarily the values of four parameters:
ReZ, ImZ, ay(my), and a,; the region outside of the res-
onance determines two parameters: a,(m,) and A.

We present as the result of the analysis the values of
the three basic parameters describing the cross section
of the process e'ee —» w1 — T’y near the
(p MESON resonance:

0o(my) = 0.74 + 0.02 % 0.04 b,
ReZ = 0.01 + 0.05,
ImZ =-0.19 + 0.07.

The first of the errors presented for ay(m,) is a statisti-
cal error; the second error is a systematic error, which
isdetermined by the error in the detection efficiency. In
the values obtained for the parameters Re(Z) and Im(2),
the statistical error islarger than the systematic error. It
is evident from Fig. 4 that, despite the stringent condi-
tionsfor selection in class 1, the resonance background

(11)
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Fig. 5. Energy dependence of the Born cross section for the
reaction e'e” — w1 —> 1°rly and the fitted curve.

level is approximately half the amplitude of the inter-
ference pattern. The accuracy of its subtraction is deter-
mined by the statistical error in the magnitude of the
resonance background in the second class gg(m,) =
0.013 £ 0.04 nb. The main source of systematic error in
the interference parameters—the uncertainty in the
coefficient k,—was taken into account in the fitting
and was included in the errors presented above for the
parameters ReZ and ImZ.

4. THE REACTION e'e — w1l — m'mmerne
4.1. Selection of Events

Events with two charged particles and four or five
photons were selected to study the reaction

ete — wrf — I,

The additional photons appear in the event because of,
in the first place, the nuclear interaction of the pionsin
the calorimeter and, in the second place, the superposi-
tion of the beam background on the event. For the pro-
cess under study, the probability of finding an addi-
tional spurious photon in the event was about 20%. To
suppress beam background events, it was necessary
that the reconstructed point of emergence of the
charged particles be displaced from the encounter loca
tion by not more than 0.3 cm in a plane perpendicular
to the axis of the beams and by not more than 7.5 cm
along the axis of the beams.

(12)

The main source of the background for the process
(12) were decays of a ¢ meson:
ge — ¢ — KK, (13)
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e+e_ I (p I KSKL1 KS I T[’-Tl_, (14)
g'e — @ — T, (15)
ge —=@—ny, n— ITC. (16)

To suppress the background from the reaction (13), in
which the charged K mesons are quite slow (3 = 0.25),
it was necessary that for both charged particles the
average ionization losses in the drift chamber not
exceed 4(dE/AX),,,, Where (dE/dX).,, represents the
average ionization losses of aminimally ionizing parti-
cle. A substantial suppression of the background from
the process (14) was obtained by limiting the spatial
angle between the charged particles: Ap < 140°. In the
process (14) the minimum angle between the charged
pions from the decay of a Kgmeson is about 150°.

The kinematic reconstruction procedure was
applied to the event satisfying the conditions described
above. Three hypotheses were considered:

(1) an event refers to the process e'e” —— T T T,
(2) an event refers to the process e'e” —— T Ty
(3) an event refersto the processe'e — T O,

In checking the hypothesis e'e~ —» Tt photons
with energy less than 50 MeV, lying outside the polar
anglerange 30° < 9 <150°, were dropped. Thisrequire-
ment decreased the probability of an incorrect recon-
struction and decreased the background from the pro-
cesses (15) and (16), which arises because of the super-
positions of the beam background on the events
corresponding to these processes. The values of the
functions x2 for al three hypotheses were calculated as
the result of the kinematic reconstruction: Xz, X3m, and
X4 @nd the parameters M, and My,—the recoil mass
of the photon in the reaction e'e” — Tr'IT Ty and the
recoil mass of the ® meson closest to the mass of w for
the reaction e'e” — T TTTOMC. These parameters were
required to satisfy the following restrictions:

Xan <40, |Mz,—782| <100,
X3T[>25| MI‘EC>620'

The first two conditions select correctly reconstructed
events of the process e'e” — wTP, the third condition
is directed against the background from the process
(15), and the fourth condition suppresses events due to
the process (16). The distributions over the parameter
Xar for the experimental events and the simulation
events for the processes (15) and (12) are presented in
Fig. 6. A peak with low values of X, corresponding to
the contribution of the process (15), is clearly seen in
the experimental distribution. Thetotal computed num-
ber of eventsfor the process (15) agreesto within about
10% with experiment, but the forms of the distributions
are different, especialy at the edge, for x5, ~ 20. Con-
sequently, we do not assume that simulation can give
the correct estimate of the background with X3, > 25.
The distributions over the parameter X ,,, for the experi-
mental events and the modeling events for the process

(17)
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Fig. 6. Distribution over the parameter x3;; for the experi-
mental events (points with error bars) and the events from
the simulation of process (15) (hatched histogram) and (12)
(line).
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Fig. 7. Distribution over the parameter X 4;; for the experi-
mental events (points with error bars) and the events from
the simulation of process (12) (line).

(12) are presented in Fig. 7. The distributions were
obtained using the energy points at the edges of the
range studied, where the resonance background is neg-
ligible. It is evident that the agreement between the
experimental data and the simulation is quite good.

The spectra of the recoil masses of the ° meson for
the experimental and modeled events are presented in
Fig. 8. The hatched histogram shows the contribution
of background processes. The contribution of the fol-
lowing two nonresonance processes was taken into
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Fig. 8. Spectraof the recoil masses of a® meson for exper-
imental and simulation events. Thepointswith error barsare
experimental points, the hatched histogram represents the
simulation of the background processes, and the line is the
sum of the events of process (12) and the background.
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Fig. 9. Spectrum of the photon recoil masses M,q. for the

experimental events of the reaction e'e” —> ny —

n ey, Thesolid lineisthe result of afit of the spectrum and
the dotted line is the contribution of background processes.

account inthe calculation of the background in addition
to the above-described decays of the ¢ meson:

g'e —> Wy — 1Ty, (18)
gte” — T (29)

A model of the intermediate state a,(1260)T was used
to simulate the reaction (19). As shown in [13], this
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state dominatesin the reaction e'e- — 41tin therange
1.0-1.4 GeV. In the a;1 model the cross section of the
reaction (19) is uniquely related with the cross section
of thereaction e'fe — Tt Tt 1T, Which was measured
in the energy range of interest to us[2]. Thereisvirtu-
aly no interference between the processes (19) and
(12). According to our estimate, made assuming a a;Tt
model for the reaction (19), the interference contribu-
tion does not exceed 0.2% of the cross section of the
reaction (12).

Approximately 85% of the 1.2 x 10* discarded
events refer to the process (12); the resonance back-
ground makes a contribution of 6.5%; and, the pro-
cesses (19) and (18) contribute 6.5 and 1.7%, respec-
tively. The resonance background level calculated
according to the simulation was found to be 1.8 £
0.2times less than the value determined from the
experimental datawith afit of the cross section. Conse-
guently, the resonance background in the distributions
presented in Fig. 8 isincluded with afactor of 1.8.

Just as in the analysis of the neutral channel, the
decay @ — ny was studied in order to estimate the
systematic error in the efficiency. Events with two
charged particles and three or four photons with the
same preliminary conditions as the events for the pro-
cess (12) were selected. A kinematic reconstruction in
the hypotheses e'e- — 3mntyand efe” — 3t was per-
formed for them. The background from the decay
@ — 3rtwas suppressed using therestriction X5, > 25.
The parameter X 3., Was required to satisfy the restric-
tion Xsq, < 35. The spectrum of photon recoil masses
M, for the event selected in thismanner is presented in
Fig. 9. There are about 10* events in the interva
520 < M, < 580, and 95% of these events are events
due to the process ¢ —» ny. The background level was
determined by fitting the recoil mass spectrum of the
photon. The probability of the decay ¢ —» ny, obtained
teking into account the detection efficiency caculated
according tothesimulation, was (1.25 + 0.02)%. Theerror
presented is determined mainly by the inaccuracy in
the subtraction of the background; the statistical error
is about 1%. The tabulated value of the probability is
(1.26 £ 0.06)%. Since the conditions for selecting the
events for the decay ¢ — ny were close to those used
to select the events of the reaction (12) under study, we
introduced into the detection efficiency obtained by
simulation of the process (12) the correction 0.99 +
0.05. Taking this correction into account, the detection
efficiency for the process (12) was € = 0.21 + 0.01.

4.2. Data Analysis

The analysis of the charged mode e'e” — wTf —~
e is similar to the above- described analysis of
the neutral modee*e — w1 — T°ry. The selected
events were divided into four classes:

1. X4 < 20, |Ms,—782| < 35,
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Table 2. The results of the fit to the cross section for process (12)

oo(my), b A ReZ ImZ X?/ND
Model 1 7.34+0.14 -0.08 £ 0.07 0.112 + 0.019 —0.129 + 0.025 38.1/54
7.32+0.14 —-0.114 + 0.007 0.110+ 0.019 —-0.127 £ 0.025 38.4/55
Model 2 7.34+0.14 —0.11 + 0.08 0.113+£0.019 —0.129 £ 0.025 38.1/54
7.32+0.14 —0.150 = 0.007 0.110+ 0.019 —0.127 £ 0.025 38.4/55

2. X4n <20, |Mg,— 782> 35, obtai ned by multiplying the cross section of the process

3. Yan> 20, [Mgy— 782 < 35, e'e” — TCTITTTe by the factor 0.4, calculated assum-

ing &, 7T dominance in the reaction e'e- — 411 [13].

4. Xan> 20,  [Mgr—782| > 35. The parameters for the nonresonance cross section and

The class 1 contains about 80% of the events due to
the reaction (12), which were selected according to the
conditions (17). Thisis the main class for determining
the interference parameters. The differencein theratios
of thelevelsof the nonresonant cross sectionsin classes
1 and 2 from the ratio expected for the process (12)
makes it possible to estimate the contribution of the
background process (19). Fitting the cross section in
the classes 2—4 permits determining the total cross sec-
tions for the background resonance processes. G, Oy,
and og. The cross section for the resonance back-
ground in the first class was estimated using the for-
mula

Og1 = O(0ga/ O )

This method employs the natural assumption that the
distributions over the parameters x4, and M5, are inde-
pendent for the background from the decays (13)—16)
and is model-independent. The validity of the formula
used was checked on the simulation events and spe-
cially selected experimental eventsfor background pro-
cesses with a statistical accuracy of about 15%.

The cross section for detecting experimental events
in each class was approximated by the formula

O-vis( E) = aisown( E)(l + 6um)
+ R4nBis4n04n( E)(l + 6411) + 0-u)yi(E) + otpi(E)l

where o,(E) and 0,,(E) are the Born cross sections of
the processes (12) and (19), o4(E) is the cross section
for the resonance background in class i, g,,(E) isthe
visible cross section of the process (18) in classi, cal-
culated by simulation, € and €,,; are the detection effi-
ciencies for the processes (12) and (19) with the condi-
tions (17), and 8, and d,,, are radiation corrections.
The coefficients a; and [3; are the probabilities that
events due to the processes (12) and (19) fall into ith

class %zai =1, Z B = 1%. The cross section g, (E)
was approximated by the formulas (1) and (10). The

energy dependence of the factor P;(E) for the process

g'es — wtf — T was calculated using the
formulas from [14]. The Born cross section of the pro-
cess (19) was also represented in the form (1). It was
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the values of ReZ and ImZ for the process e'e —»
1T e weretaken from [ 2]. The parameter R, shows
the difference between the values of the cross section
for the process (19) obtained by fitting the experimental
data and the computed cross section.

The fit was made in all four classes simultaneously.
The free parameters were oo(my), A, ReZ, ImZ, R, a3,
a3, and g4(my) with the exception of 0. The parame-
tersa,, B, B,, and B; were calculated from the relations

a,=0.060, B,=1133,,

Bo/B1 = Ba/B, = (03 + )/ (0 + Q).

The first two relations were obtained from the simula-
tion. The third relation is based on the natural assump-
tionsthat the distribution over the parameter X, isiden-
tical for the processes (19) and (12) and that for the pro-
cess (19) the distribution over the parameter x,,, does
not depend on M. The validity of these assumptions
was checked on the ssimulated events with a statistical
accuracy of better than 5%. The coefficients a; and [3;
are essentially energy-independent; their energy depen-
dences were calculated by simulation and fits were
made using linear functions.

A fit to the cross section was made in the same two
model swhich were used to describe the datain the neu-
tral channel of thereaction e'e — wtt Theresultsare
presented in Table 2. The second and fourth rowsin the
table correspond to the cases where the values of the
parameter A were fixed at the values obtained in the
analysis of the neutral mode. All parameters except A
are essentially model-independent. The val ues obtained
for a, and a5 in the fit agree well with the caculation
based on the simulation. The cross sections for the reso-
nance background in the classes 24, as dready men-
tioned, were approximately two times greater than the
estimates obtained with smulation. The background level
from the process (19) agreed with the calculations:

Ry, =1.0+0.2.

The visible cross section of the experimental eventsin
class 1 and the fitting curve obtained in the second
model with A=-0.150 + 0.007 are presented in Fig. 10.
The value of x%ND for this curve is 8.7/11. For E=m,
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Fig. 10. Energy dependence of the cross section for detect-
ing class-1 events and the fitted curve. The curve at the bot-
tom was obtained by fitting the cross section for the reso-
nance background.

the resonance background level in the first class is 5%
of the cross section of the process (12) under study; the
background level from the process (19) corresponds to
2.3%, and the background level from the process (18)
is about 1%. We present at the result the values of the
three basic parameters.

oo(m,) = 7.32+ 014 + 0.38 nb,
ReZ = 0.110 + 0.019 + 0.003,
ImZ = -0.127 + 0.025 + 0.005.

Thefirst of the errors presented is statistical, while the
second is systematic. The main source of the systematic
error in the nonresonance cross section ay(my) is the
error in determining the detection efficiency 5%. The
next, in magnitude, factor isthe uncertainty in the cross
section for detecting the background process e'e —»

(20)

AULCHENKO et al.

wy. When this quantity is varied by a factor of 2, the
nonresonance cross section changes by 1%. The model
dependence, the uncertainty in the calculation of the
cross section for e — wy, and the possible inaccu-
racy in the estimate of the resonance background in
class1areincluded in the systematic errorsfor ReZ and
ImZ.

5. DISCUSSION

The main results of the analysis performed in this
work and the result of previous measurements|[1, 4] are
presented in Table 3. A comparison shows that al
parametersfor the two experiments agree well with one
another. The approach used with normalization to the
process @ — ny made it possible to decrease substan-
tially the systematic error in the measurements of the
nonresonance cross section. The accuracy in measuring
ReZ and ImZ for the charged mode wasimproved. Even
though the luminosity integral in the 1998 experiment
is larger, the interference parameters measured in the
neutral channel are less accurate than the result of the
previous experiment. This is because in the present
analysis the resonance background could not be sup-
pressed to the level obtained in the analysis of the 1996
data.

Since asubstantial fraction of the systematic error in
the nonresonance cross sectionsin the charged and neu-
tral modes is a genera error and is related with the
accuracy of the tabulated value of B(¢ — ny), it is
interesting to present the measured ratio of these cross
sections:

nonoy
(o (m(p)
+ — 0
ap T (my)

The computed value of this quantity 0.098 + 0.006 is
1.023 times greater than the ratio of the widths

[ (0 —= TO)/T (w — TETTTO) = 0.096 + 0.006

= 0.1017 + 0.0037 £ 0.0039.  (21)

Table 3. The values of the main parameters for the process e'e” —» wrP. The results of the present analysis, the results of
our previous measurements, and the average values over two measurements are presented

ete — W — TP

Oo(My), nb Rez ImZz
1998 7.32+0.14+0.38 0.110 + 0.019 + 0.003 —0.129 + 0.025 + 0.005
1996 [1] 7.28+0.18+0.80 0.104 + 0.028 + 0.006 —0.118 + 0.030 + 0.009
1996 + 1998 0.108 + 0.016 —0.125+ 0.02
e'e — wrf — 1y
Og(Mg), Nb Rez ImZz
1998 0.74+0.02 £ 0.04 0.01+0.05 —-0.19+ 0.07
1996 [4] 0.64 £ 0.08 0.04 £0.05 —0.19 + 0.06
1996 + 1998 0.025 + 0.035 -0.19+0.05
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(see[15]). Thisdifferenceisdueto the differenceinthe
behavior of the phase volumesfor the decays w — 1y
and w — 1T as a function of the mass of the w
meson. Taking into account the factor of 1.023, the
ratio of the widths can be obtained from the ratio of the
Cross sections:

Mw-— noy)

Mw——>T )

= 0.0994 + 0.0036 + 0.0038, (22)

which isthe most accurate current measurement of this
guantity. The total nonresonant cross section for
e'e — wrP withE=m,is

Oo(My)n=8.25+ 0.14 + 0.43 nh. (23

Thisvalue was obtained as a sum of the measured cross
sections in the charged and neutral modes taking into
account the contribution of other decay modes of the
w meson: (2.3 £ 0.3)%. The result for the interference
parameter in the charged channel can be presented in
the different form Z = |Z|€¥:

|Z| = 0.168 + 0.022 + 0.004,
P=-49°+£7°+1°
The decay probability can be calculated from the value
of |Z| and the value of the nonresonant cross section
(23) using eguation (2):

+1.6

B(@ — w1) = (5.517 +0.3) x 105,

The result of the previous measurement [1] is
+1.9

Sincethe decay probabilitiesin thetwo experimentsare
the same, we can present an average value obtained
over al datacollected with the SND detector near the @
resonance:

(24)

B(p—» wr) = (5.2°77) x 105, (25)

The average values of the interference parameters over
the two experiments are presented in Table 3.

Asaready mentioned in the introduction, the decay

@ — pr® — 1y contributes to the interference in

the neutral channel. A calculation of thiscontributionin
the vector dominance model was madein [4]:

ReZ=-0.079, ImZ=-0.053.

The sum of these quantities with the interference
parameters measured in the charged mode (20) is

ReZ=0.032 £ 0.016, ImZ=-0.180+ 0.020

and agrees well with the measurement in the neutral
mode.

The main diagrams for the decay ¢ — w1t which
were studied in the theoretical works [16-18], are
shownin Fig. 11. Thediagramin Fig. 11adescribesthe
@—p transition. Aside from the single-photon mecha-
nism, the successive @—w—p transition was taken into
account for this diagram. Substantial discrepancies
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Fig. 11. Diagrams describing the contributions to the ampli-
tude of the decay @ — w1t

exist between the theoretical works under discussion
here. The value g,,,= 14.3 GeV?, calculated from the
decay w — 31T, was used in [16, 18] to calculate the
nonresonant cross section for the process p — wTt
The nonresonance cross section ~5 nb obtained in the
process is much smaller than the measured value (23).
The value g, = 16.5 GeV~" was used in [17]. Our
value of g, obtained in the model 2, which describes
the cross section for e'e — wTtwell in awide range
of energies, is 15.5 GeV, and the contribution of p' to
the cross section in the region of the ¢ meson is about
25%. The contribution of the p' meson was neglected in
all of theworks[16-18]. Large discrepancies also exist
in the calculation of the contributions of the diagrams
in Figs. 11b-11d. They are mainly due to the different
treatment of the @—w mixing and the different manner
in which the mass dependence of the widths of the reso-
nances was taken into account. The probabilities obtained
in [16, 17] for the decay ¢ — wttare (8-9) x 10° and
exceed the measured value. In [18] acombined analysis
of the decays ¢ —= wttand @ — TU'TT is given and
predictions are made for the parameters ReZ and ImZ.
None of the proposed sets of parameters agree with our
measurement. The use of alarge value for the nonreso-
nance cross section can substantially increase the con-
tribution of thediagramin Fig. 11ain [16, 18] and change
the predictions. Another conclusion can be drawn on the
basis of the theoretical works. According to [16-18],
the contributions of the diagramsin Figs. 11b-11d and
of the @—w—p transition should increase the value of
ReZ = 0.123, obtained taking into account only the
single- photon mechanism. To explain the small experi-
mental value ReZ = 0.108 + 0.016, in our view, either the
presence of an additional contribution to the @-p trans-
tion, comparable to the single-photon contribution, or the
existence of the direct decay @ — wTTiS required.

6. CONCLUSIONS

In conclusion, we shall list the basic results obtained
in this work. In the energy range near the ¢ resonance
the cross section for the process ete- —» wTTwas mear
sured for two decay modes of the w meson:; w — Ty
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and w — TP, The parameters of the interference
pattern associated with the decay ¢ — wrtwere mea
sured for both cross sections. The probability of this
decay was abtained from the magnitude of the interfer-
ence pattern in the cross section for the processete™ —
WM— T

+1.6

B(@ — wm) =(5.5.;, +0.3) x 10°5.

This value agrees with our first measurement [1] but it
is more accurate. The small real part of the measured
interference parameter indicates either the presence of
an additional contribution to the @—p transition, compa-
rablein magnitude to the single-photon contribution, or
the existence of a direct decay ¢ — wrt The ratio of
the partial widths of the two main decay modes of the w
meson was obtained from the ratio of the cross sections
in the charged and neutral modes:

Mo — TN (w0 — TETTTE)
= 0.0994 + 0.0036 + 0.0038.

At the present time this is the most accurate measure-
ment of this quantity.
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Softening of lonic Crystals as a Result of a Change
In the Spin States of Structural Defects
under Paramagnetic Resonance Conditions
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Abstract—The purpose of thiswork wasto investigate the plastic properties of Ca- or Eu-doped NaCl and KCI
single crystals in crossed constant and microwave magnetic waves under paramagnetic resonance conditions.
It was found that when the photon energy of the microwave field equals the Zeeman splitting of the electronic
spin sublevels, resonance softening of the crystals, manifested as an increase in the free path of individual dis-
locations and the macroplastic flow velocity as well as a decrease of the microhardness of the crystals, is
observed. It was established that metastable Ca- and Eu-impurity complexes, which are also sensitive to the
constant magnetic field in the absence of the microwavefield, aswell as complexes formed by dislocations and
point defects are responsible for resonance softening. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The traditiona approach to describing the macroplas-
tic properties of real crystals is limited, as arule, to the
analysis of mesoscopic-scal e processeswhich occur inthe
structural-defect subsystem (didocations, twins, crowdi-
ons, and so on). Sometimes the behavior of individual
atomic clusters (inflections and steps on dislocations,
point defects, and others) isanalyzed. At the sametime,
avariety of data indicate that only an analysis of defects
at the dectronic level can give an adequate description of
many observed effects in plasticity. For example, defor-
mation luminescence [1], exoemission [2], changes in
the luminescence spectra of point centers during plastic
deformation [ 3], photoconductivity [4], and EPR [5] and
NMR [6] signals aswell as the wide spectrum of exper-
imental data on the effect of light on the plasticity of
wide-gap crystals[7] and the magnetic field and current
on the mechanical properties of metals [8] attest to the
diverse manifestations of the electronic subsystem of a
crystal in the formation of their plastic properties.

The recent observation of a number of paradoxical,
from the standpoint of equilibrium thermodynamics,
effects, which include the influence of amagnetic field
with induction ~1 T on the plasticity of dielectric ionic
crystals [9-32], polymers [33-36], semiconductors
[37], molecular crystals [38], and diamagnetic metals
[39-43] at temperatures closeto room temperature, makes
it necessary to seek new approaches for developing the
physics of plagticity at the eectronic level of analyss.
With respect to the magnetopladtic effects listed above, it
is now believed that these are spin-dependent processes,
i.e., they require not only an analysis of the coordinate part
of the wave function of the elections (transitions between
bands and localized states, Coulomb interaction of

defects, and so on) but also an investigation of theinflu-
ence of the spin degrees of freedom on the formation of
plasticity [10-15, 44-46]. This, initially hypothetical,
point of view has been confirmed experimentally very
recently [47]. This has led to a new class of problems
which require analysis a an even deeper level—the
spin level.

However, the not entirely clear relation between the
various hierarchical levels of the analysis of plasticity
(macro-, meso-, didocation, atomic, electron-spin) raises
a number of fundamentd questions. How can a wesk,
from the energy standpoint, magnetic field compete with
therma fluctuations a high temperatures? How do spin
trangitions in structurd defects influence the atomic state
of the defects and the mohility of didocations? What are
magnetically sensitive defects in crystals and how can
they be produced? Why are the standard experimental
methods too insensitive to observe these defects while
the plastic properties are sensitive to their presencein a
crystal?

Similar problems arose severa decades ago in the
chemistry of magnetically sensitive radica reactions,
where they were solved using new methods of spectros-
copy, one of which is RYDMR (reaction yield detected
magnetic resonance)—paramagnetic resonance detected
not by the absorption of an electromagnetic wave but by
the “yield” of achemical reaction, i.e., according to the
change in the rate and equilibrium constants [48], the
change in the fluorescence intensity [49], and the change
in the photoconductivity [50] and other macroproperties
of crystals. This method makes it possible to detect and
investigate a room temperature less than 10° pairs of
intermediate short-lived paramagnetic particles, present
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in a sample simultaneously and entering together into
different spin-dependent reactions [51, 52].

In [53] it was shown, theoretically, for the first time
that resonance softening of crystals is possible if the
frequency v of the ac field satisfies the paramagnetic
resonance condition hv = guB, in aradical pair formed
by an impurity center on a dislocation and on a local
stop (hisPlanck’s constant, g isthe spectroscopic split-
ting factor, p is the Bohr magneton, and B, is the con-
stant magnetic induction). Thefirst experimental obser-
vation of resonance softening of ionic crystals is
described in [47]. Our objectivein the present work was
to investigate in greater detail the mobility of individual
edge did ocations, macroplastic flow, and the microhard-
ness of ionic crystals under conditions where a constant
magnetic field and a high-frequency magnetic field
crossed with it act smultaneoudly, i.e., to endeavor to
transfer the ideology and approaches of the RYDMR
spectroscopy to plagticity physics, where the change in
any plastic characteristic of a crystal can serve as a
response to resonance, i.e., theyield.

2. EXPERIMENTAL PROCEDURE

Three standard procedures were used to investigate the
plagticity of crystals in externa magnetic fields: (1) mea
surement of the free paths L of individual edge disloca-
tions by the method of double selective etching,
(2) detection of the change in the macrodeformation
diagram of crystals in a constant magnetic field at the
moment when the microwave field is switched on, and
(3) measurement of the Vickers microhardness H of
crystals after the crystals are exposed to a magnetic
field (0.2 N load on the indenter; 20 s load duration).
The experiments were performed on 3 x 3 x 5 mm Ca-
of Eu-doped NaCl and Ca-doped KCI single crystals
annealed at 700 K and cooled to 293 K in 10 h. The
mass fraction of the impurity was ~0.1% for investiga-
tion of macroplasticity and microhardness and ~0.01%
for determining the free path of individual dislocations.
The samples were positioned at a node of the magnetic
field of aH,, standing wave in a cavity, connected with
a~0.1 W Klystron, which operated at the frequency v =
9.5 GHz. The cavity was placed between the poles of an
electromagnet, which produced a constant magnetic
field with induction B, ranging from 0 to 0.8 T in the
region of the crystal. In al experiments the vector B,
was directed along the [001] crystallographic direction.

3. RESULTS

The effect of combined constant and microwave
magnetic fields on the mobility of individual edge dis-
locations was investigated in the first series of experi-
ments. After fresh dislocations were introduced and the
first etching, which revealed the initial positions of the
dislocations, the NaCl : Ca crystals were placed inside
a cavity where they were exposed to crossed magnetic
fields for 15 min. Next, the crystal was removed from
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the cavity and a second etching revealed the new posi-
tions of the dislocations. The double etching procedure
in the absence of a magnetic field itself led to an iden-
tical, in al experiments, displacement of the disloca-
tions under the action of internal stresses by an average
distance Ly = 12 + 1 pm. The exposure of crystals
simultaneously to a constant magnetic field and a
microwavefield (in the configuration B, (1 B,, where B;
is the induction of the magnetic microwave field)
increased L with By =B, =0.32+0.03 T, By =B, =
018+ 0.02T,and By = B, =0.12+ 0.02 T (Fig. 1).
These values correspond to magnetic fields B, = hv/ug,
(v =9.5 GHz)in which resonance transitions between
the electronic sublevels split in a constant magnetic
field occur. The corresponding effective g factors are
0,=21%202,3,=38+£03,andg; =57+ 0.7. Mea-
surements near the peaks were performed especially
carefully: the smallest step in By and alarger statigtically
sample (up to 500 measurements of the free path at each
point) were used. When the constant and microwave
fields were applied in the configuration B, || By, the
peaks vanished (Fig. 1). In the absence of a microwave
field, the constant magnetic field with B, > 0.35 T aso
gave rise to dislocation displacements which were
greater than the background free paths L, caused by
etching in the absence of a magnetic field, but the field
dependence L(B,) was monotonic in this casg, i.e., there
were no peaks (Fig. 1).

It was established that in crossed magnetic fields,
under resonance conditions, the individua dislocations
are, on the average over the crystal, equally likely to

move in the crystallographic directions [110], [110],

[110], and [110] over identical average distances on
all faces of asample. Therefore, in our experiments the
role of the external fields reduced to depinning of dis-
locations from stops, while dislocation motion
occurred under the action of random internal mechani-
cal stresses. Investigation of NaCl : Ca crystals in a
standard EPR spectrometer did not show any peaks of
resonance absorption of the electromagnetic wave at
the values of B, mentioned above.

In [17] it was established experimentally that ionic
crystals contain metastable complexes of point defects,
whose decomposition can be stimulated by a constant
magnetic field in the absence of a microwave fied.
Similar data on the possibility of initiating the decom-
position of impurity complexes by an external magnetic
field were obtained in [54-57] by independent methods.
Resonance plastification could also be caused by achange
in the probahility of detachment of didocations (D) from
paramagnetic point defects (P) [10-16, 44-46]. Reso-
nance can arise in pairs of spin carriers, which are
present in one impurity complex P...P, in the first case
and in the pairs P...D, which are formed by paramag-
netic centers localized in a point stop and a dislocation
nucleus, in the second case. It is obviousthat these pos-
sibilities can be distinguished if before a crystal con-
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Fig. 1. Mean free path L of edge dislocationsin NaCl : Ca crystals versus the induction of a constant magnetic field B applied for
15 min: (o) no microwave field (v = 9.5 GHz), (o) simultaneous application of microwave and constant magnetic fields in the con-
figuration B, O By, where B4 isthe induction of the microwave magnetic field, (a) simultaneous application of microwave and con-
stant magnetic fieldsin the configuration B, || Bg. The dashed line shows the dislocation free path L due to the action of an etchant
in the absence of external magnetic fields. Inset: Sequence of procedures: (arrow) introduction of dislocations, (asterisk) etching,

(rectangle) exposure of crystalsin amagnetic field.

taining dislocations is placed inside a cavity the mag-
netically sensitive complexes of point defects are
“removed”’ from the crystal by transforming them into
complexes which are insensitive to a magnetic field.
Then the appearance of resonance will be possible only
inthe pairsP...D.

To produce such an experimental situation, the crys-
tals were exposed to several pulses of a magnetic field
with amplitude B, = 7 T and duration 1072 s (in the
absence of a microwave field) before dislocations are
introduced. As shown in [17], these pulses irreversibly
remove the sensitivity of point-defect complexes to
subsequent magnetic-field pulses. Next, fresh edge dis-
locationswereintroduced into the crystalsand the crys-
tals were placed inside a cavity. It was found that the
peaks at By = By = 0.18 £ 0.02 T and a By = Bz =
0.12 + 0.02 T vanish completely, and the peak at B, =
Bet =0.32+ 0.03 T decreases by afactor of 2 (Fig. 2a).
Therefore, resonance in the pairs P...P leads to the
appearance of three softening peaks at B, , B, and
B3, and resonance in the pairs P...D, apparently,
gives one peak at B;. Another method for “remov-
ing” metastable point defects which are sensitive to a
magnetic field isto anneal the crystals at a high temper-
ature or prolonged “aging” of the crystalsat T=293 K
[17]. Investigation of the displacement of dislocations in
crystals, which were “aged” for two years, under condi-
tions of paramagnetic resonance at frequency ~152 MHz
revealed asingle peak at B =5 mT, which corresponds
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to an effective g factor g = 2 (Fig. 2b). Just asin previ-
ous experiments, the increase in the free path caused by
resonance magnetic fields depended on the angle ¢
between the vectors B, and B,,. At ¢ = 0 the peak van-
ished (seeinset in Fig. 2b). We note that in these exper-
iments the magnetopl astic effect appeared at record low
magnetic fields (~103 T).

Thus, alarge part of the observed resonance soften-
ing of crystalsis dueto paramagnetic resonance in pre-
viously observed point-defect complexes which are
sensitive to a constant magnetic field, i.e., in the pairs
P...P. Another part, to which the peak at g = 2 attests,
which cannot be removed by a quasistationary mag-
netic field pulse, is probably dueto resonanceinD...P
pairs.

The combined effect of a constant magnetic field
and a microwave field with frequency v = 9.5 GHz,
which are applied in the configuration B; O By, on the
rate of macroplastic flow of NaCl : Cacrystalswasinves-
tigated in a second series of experiments. The macro-
plastic deformation of the crystals was conducted in a
“soft” machine with quartz rods. This machine gave a
mechanical compression stressincreasing linearly with
time: 0 = gt, where g = const [18]. The length of the
sample was measured continuously with an induction
sensor to within £0.1 um; this made it possible to con-
struct aload diagram on an X-Y plotter, i.e., the depen-
denceof therelative strain € on ¢ or on the running time
t, elapsed from the onset of load application (Fig. 3a).
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L, pm

Bo, mT

Fig. 2. Mean free path L of edge dislocations versus the
induction By, of aconstant magnetic field applied for 15 min
together with amicrowave field in the configuration B, O B
(@) for freshly quenched from 700 K NaCl : Cacrystals sub-
jected to a quasistationary magnetic field (three pulses with
amplitude By = 7 T and duration 10 ms) before the samples
were placed in acavity and exposed in crossed magnetic fields
(v = 9.5 GH2z); (b) for NaCl : Cacrystas (v = 0.152 GHz)
“aged,” after quenching, for two years. Inset in Fig. 2b:
Dependence of the dislocation free path L on the angle ¢
between the vectors B, and By under resonance conditions.

The application of a microwave field in the absence
of a constant magnetic field did not result in any
changesin the strain rate de/dt. This madeit possibleto
assumethat any changeswhich amicrowavefield could
introduce in the deformation diagrams under condi-
tions of acontinually acting constant magnetic field can
be interpreted as being due to the combined effect of
the constant and microwave magnetic fields. Subse-
guently, each sample was deformed for 10-15 min in
the presence of a continually acting constant magnetic
field up to a relative strain € = 0.5%. The microwave
field was applied for 20 s several times during the
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0 0.1 0.2 0.3 0.4
By, T

Fig. 3. (&) Typical dependences of the relative strain € and
mechanical stresses o on the deformation timet are shown
schematically at the moments when the microwave field By
(v = 9.5 GH2) is switched on and off. A constant magnetic
field with induction By was applied throughout the entire
deformation process (o isthe yield point). Inset in Fig. 3a
Diagram of the experiméenta technique: (1) sample, (2) quartz
rods, (3) cavity. (b) Dependence of the softening of NaCl : Ca
crystals (ratio of the plastic flow rate after amicrowavefield
is switched on (de/dt); to the plastic flow rate before the
microwavefield is switched on (de/dt),) on theinduction By
of the constant magnetic field in which deformation is con-
ducted: (o) before passage of the yield point with relative
strains € < 0.03%, (®) after passage of theyield point in the
range of relative strains 0.1% < € < 0.5% (v = 9.5 GHz).

deformation process. This ruled out possible softening
of the crystals under the action of only the constant
magneticfield [17], and it also madeit possibleto avoid
artifacts associated with mechanical oscillations of the
setup at the moment the electromagnetic is switched
on. To decrease the variance in the data, the combined
action of the fields on the macroplasticity was investi-
gated in a comparatively narrow range of strains
(0.1% < £ < 0.5%) at the easy-dip stage.

It was established that switching on a microwave
field far below theyield point o, did not change the g(t)
diagram, while near the yield point a magnetic field

No. 6 2000



SOFTENING OF IONIC CRYSTALS 943

decreased oy by 15-20%. Adding a microwave field to
a constant magnetic field for o > o increased de/dt
(Fig. 3a). Theratio of the rate (de/dt); of plastic flow of
crystals after a microwave field is switched on to the
rate (de/dt), of plastic flow before the microwave field
isswitched on, i.e., y = (de/dt) /(de/dt),, was chosen as
the quantitative characteristic of softening. The maxi-
mum softening was attained with By = B, and B, =
B (Fig. 3b). Switching off the magnetic field, as a
rule, restored therate of plastic flow (Fig. 3b). Thus, the
combined effect of microwave and constant magnetic
fields on macroplastic flow is also of aresonance char-
acter, and the positions of the softening maxima are
close to the positions observed in the investigation of
the free paths of individual dislocations. This means
that even with macroplastic deformation the softening
of crystals occurs as aresult of resonance in P...P and
P...D pairs.

In the third series of experiments the microhardness
H of Eu- and Ca-doped NaCl crystals was measured
after the crystals were exposed in crossed magnetic
fields. Since fresh dislocations appeared under indenta-
tion only after exposure of acrystal in amagnetic field,
the magnetic field could not have affected the processes
in D...P pairs. Therefore the results obtained in this
series of experiments refer to processesin P...P pairs.

It was observed that several resonance softening
peaks can be observed in NaCl crystals with both types
of impurities (Fig. 4). There were eight peaks in
Eu-doped crystals and three peaks in Ca-doped crystals
(Fig. 4), and in the latter case the number and position
of the peaks are the same as those revealed by chemical
etching (Fig. 1) or by achangein the macrodeformation
diagram (Fig. 3), and they also agree with the spectrum
obtained for KCl : Ca crystals. Thus, measurements of
various characteristics of plasticity of crystals permit
recording a spectrum of electronic transitions in a sub-
system of structural defectsthat depends on the type of
the main impurity. Therefore Ca and Eu ions are
present in P...P pairs, and the evolution of the com-
plexes investigated depends on the spin state of these
ions. This shows that the complexes can possess a dif-
ferent structure, depending on the type of the main
impurity in the crystal; this advances the investigation
in the direction of identifying point defects sensitive to
amagnetic field.

The change in microhardness H under resonance
conditions with B, = 0.32 T as compared with the
change in H, for crystals exposed in crossed magnetic
field depended on the exposure duration t (Fig. 5). At
T =293 K the deviation of H from the control value H,
reached amaximum vaueint = 10%s. For t > 10° sthe
dependence H(t) saturated. Therefore, the accumula-
tion of a definite number of events initiated by a mag-
netic field is required in order to change the plasticity
of crystals under paramagnetic resonance conditions.
This explains partially why our attempt to record para-
magnetic resonance spectrain NaCl : Cacrystalsusing
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Fig. 4. Microhardness H, measured after 15-min exposure
of crystals in crossed constant and microwave magnetic
fields (v = 9.5 GHz) versus the induction By of a constant
magnetic field: (1) inNaCl : Eu, (2) in NaCl : Ca. The dashed
line shows the values of the microhardness Hq in crystals
which were not subjected to magnetic fields, (3) dependence
of the signal intensity | of a standard EPR spectrometer
on By, obtained on freshly quenched NaCl : Eu (0.1%) crys-
tals[49].

176

174

0 5 10 15 20
t, min

Fig. 5. Microhardness of NaCl : Ca crystals versus their
exposure time t in crossed constant and microwave mag-
netic fieldsunder resonance conditionswith B;=0.32 T and
v = 9.5 GHz. The dashed line shows the microhardness Hy
in crystals not subjected to magnetic fields.
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Fig. 7. Microhardness of NaCl : Cacrystalsat T = 293 K
after exposurein a constant magnetic field and a perpendic-
ular microwave field, modulated by square pulses, versus
the pulseduration t; for different temperatures T of exposure
inamagnetic field: (1) T=170K, (2) T =490 K. The fre-
quency of the microwave field isv = 9.5 GHz, the constant
magnetic induction By = 0.32 T, the total duration of appli-

cation of the microwavefield % t; =2x 10%sisthesamein

al experiments. The dashed line shows the microhardness
Hg of crystals which have not been exposed to magnetic

fields. Inset: Threshold duration t¥ of microwave packets

versus the reciprocal of the temperature in semilogarithmic
coordinates.

GOLOVIN et al.

the standard method (absorption of an electromagnetic
wave) was unsuccessful: to detect a spectrum, 10—
103 paramagnetic particles must appear in the sample
simultaneoudly in the microwave spectrometer, while
in our experiments the appearance of these particles
could be distributed over the time interval ~10° s.

A fourth series of experiments was performed to
check this conjecture and to measure the expectation
time of elementary events occurring in magnetically
sensitive complexes. The effect of amplitude modula-
tion of the microfield by square pulses on the rate of
macroplastic flow of NaCl : Eu crystals and the micro-
hardness of NaCl : Cacrystals under paramagnetic res-
onance conditions with B, = 0.32 T, i.e.,, at a softening
maximum corresponding to g = 2 (see Figs. 3, 4b), was
investigated. Thus, in this series of experimentsthe res-
onance softening of the crystalsin a constant magnetic
field was stimulated by microwave packets with differ-
ent duration t;, comparable to the duration of possible
electronic and atomic processes in complexes of point
defects (seeinset in Fig. 6).

It was found that at T = 293 K in a wide range,
10 s<t; < 10° s, under otherwise equal conditions,
the same softening of the crystals is attained under
resonance conditions. For t; < 10° s the effect of
microwave and constant magnetic fields on the rate of
microplastic flow of NaCl : Eu crystals is wesker than in
the case of continua microwave generation. Att; < 10~ s
the softening of crystalsin crossed magnetic fieldsisno
longer observed, i.e., theratio y = (de/dt);/(de/dt), of the
rate of plastic flow after the action of amicrowave field
(de/dt); to the rate of strain (de/dt), before the action of
the field becomes close to 1 (Fig. 6). It was specially
checked that varying the pause duration t, between
pulses from 1072 to 10~ s with constant t; does not
change the dependence y(t;) to within the experimental
error (Fig. 6). This means that the decrease in the soft-
ening effect of amagnetic field t; < 10° sis due to the
fact that the duration of the microwave packets
becomes inadequate for appearance of an elementary
transformation of structural defects.

Similar resultswere obtained in the measurement of
the H microhardness of NaCl : Ca crystals exposed in
crossed amplitude-modulated microwave and constant
magnetic fields with induction B, = 0.32 T, i.e., under
resonance conditions. The total exposure duration of
crystals in the microwave field in these experiments

was maintained constant Eti =2 x 108 s; this corre-

sponded to saturation of softening with respect to the
residence time in crossed magnetic fieldsat T= 170 K
and higher temperatures (see Fig. 5). When t; decreased
to 10 s, the softening AH decreased and vanished at
t;= 10 s, if the exposure in crossed magnetic fields
occurred at T = 170K (Fig. 7). Increasing the tempera-
ture at which the crystals are exposed in crossed mag-
netic fields from 170 to 490 K decreased by afactor of
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~100 the critical value tf in which the dependences

H(t,) assumed a value at the center of the descending
section (Fig. 7). Increasing the temperature greatly
accelerates the change in the microhardness in a con-
stant magnetic field in the absence of amicrowave field
(Fig. 8). The results of this series of experiments attest
to the fact that as the temperature increases, events
which are favorable for changes to occur in the com-
plexes of points defects under the action of a magnetic
field occur more often.

4. DISCUSSION

It follows from what we have said above that the
results obtained are similar to the observations made in
EPR spectroscopy, with the exception that the response
was hot the absorption of an electromagnetic wave but
rather achangein the characteristics of the plasticity of
a crystal. The correspondence between the values of
B, found experimentally and the standard values of the
effective g factors of electrons localized on defects in
crystals as well as the vanishing of the softening of
crystals for a parallel orientation of the vectors B, and
B, unequivocally attest to the fact that electron spinres-
onance is responsible for the plastification of the crys-
tals. We shall discuss the change occurring in the prop-
erties of metastable complexes of point defectsP...Pin
crossed magnetic fields, and we shall not discuss the
reasons for the possible appearance of a resonance in
D...Ppairs.

The sensitivity of the detected spectrato the type of
main impurity convincingly shows that impurity ions
are constituents of the magnetically sensitive defect
complexes which were investigated. The three reso-
nance maximain NaCl : Cacrystals(Figs. 1, 3, 4) could
correspond to “allowed” and “forbidden” transitions
between 2s + 1 states in a complex of particles with
total spin s= 3/2. In this case the maximum at g = 2
correspondsto allowed and themaximaatg=4andg =
6 corresponds to forbidden transitions. The complexes
investigated can be formed by Ca* ions and (or) neutral
atoms C&°, since the total spin of the Ca** ion is zero.
Since the complexes are sensitive to an electric field
[20], Ca* ions are the correct choice. In Eu-doped crys-
talsthe spectrum of electronic transitionsis evenricher,
as usually happens for rare-earth elements. Comparing
the positions of the linesin a standard EPR spectrome-
ter, measured in strongly doped quenched NaCl : Eu
crystals[58], with the position of the maxima obtained
in our experiments on measuring the microhardness
(Fig. 4) revedls that the spectra are qualitatively the
same.

We shall now discuss the possible reasons for the
appearance of athreshold modulation frequency of the
microwave field (Figs. 6, 7). In the most general case
the sequence of events can be represented in terms of
the following chain of processes: (1) events preceding
the spin stage (excitation of a complex by fluctuations
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H, MPa

Fig. 8. Microhardness of KCl : Ca crystals versus their
exposure time t in a constant magnetic field with induction
By = 2.3 T in the absence of a microwave field at various
temperatures: (1) T= 233K, (2) T=388K, (3) T=523K.
The dashed line shows the microhardness Hg in crystals not
exposed to magnetic fields.

or mechanical stresses, encounter of paramagnetic par-
ticles, and so on); (2) a spin stage, which could consist
of achangein the multiplet structure of the nonequilib-
rium pair, which in itself isinsufficient for atomic rear-
rangement of complex; (3) electronic rearrangement of
acomplex, being aconsequence of achangein the mul-
tiplet structure in a pair of particles; and, (4) a change
in the atomic configuration of a complex (dissociation,
reorientation, reconnection, and changein the length of
a covalent bond, and so on). A constant magnetic field
or the combined effect of a constant magnetic field and
amicrowave magnetic field can change something only
at the second stage of this chain.

Generally speaking, any of the four stages enumer-
ated above can be the limiting stage. However, it is nec-
essary to take account of the fact that the duration tg ¢
of the intercombination transition cannot depend on the

temperature, in contrast to the times t;* obtained in our

experiments (see Fig. 7). Therefore, the presence of a
threshold in the dependence H(t;)) cannot be attributed
to the delay of intercombination transitions, and the
limiting stage in the evolution of complexes seems to
precede the spent stage or appears after this stage is
completed.

Assuming an Arrhenius temperature dependence for
t* (seeinset in Fig. 7), the activation energy can be
estimated as E; = 0.15 + 0.05 eV, which characterizes
the height of the potential barrier that must be over-
come in order to excite a complex into a magnetically
sensitive state. Thermal activation analysis of the relax-
ation kinetics of complexes, followed according to the
change in the microhardness (Fig. 8) or free path of
individual dislocations[23] in only aconstant magnetic
field in the absence of a microwave field, yields the
same value of E;. The value of E; is of the same order
of magnitude as the experimentally determined value [59]
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and the theoretically computed values [60] of the binding
energy of complexes condisting of 2—4 impurity-vacancy
dipoles. This aso agrees with the conclusions drawn
above that the ions of the main impurity are constitu-
ents of the complexes investigated.

To explain the role of magnetic fields in the changein
the spin states of defects, the basi ¢ assumptions of thermo-
dynamics and the theory of spin-dependent magnetically
sensitive chemical reactions must be taken into account
[50, 51, 61]:

(1) amagnetic field can change the multiplet struc-
ture of a pair of defects only if the energy difference
between itstriplet and singlet states—E; — Ec—iscom-
parableto the energy U, = uBg which thefield transfers
to the magnetic moment of the electron, i.e., for aweak-
ened covalent bond;

(2) in statistics, a constant magnetic field can influ-
ence the multiplet structure only of spin-correlated
pairs of paramagnetic defects, i.e., occupying predom-
inantly the singlet S or triplet T states, since for an
equally probably outcome of the filling of Sand T lev-
elsthe frequency of S-T and T-Stransitions will be the
same and the resulting distribution of pairs over levels
will not change in the magnetic field (to within the Zee-
man splitting, which can explain only a part ~pugBy/kT ~
1072 of the total effect observed);

(3) in order for a weak constant magnetic field,
imparting energy less than KT by two-three orders of
magnitude to the spins, to be able to change the macro-
properties of crystals by tens and hundreds of percent,
the lifetime 1, of the magnetically sensitive state must
satisfy theinequalitiestg_1 < T < T,, WhereTg_risthe
duration of the intercombination transition and T, isthe
spin relaxation time. In our experimentsit follows from
the half-width of the peaks that 1., ~ h/ugAB ~ 1028 s,
which can easily be less than T, at room temperature.
On the other hand, for B, ~ 1 T and Ag ~ 102 in the
absence of a magnetic field 15_1 ~ W/uAgB, ~ 102 s,
i.e., thetransition can easily occur. Thus, only the satis-
faction of the inequalities mentioned above gives isola
tion of the spin system from thermal fluctuations and
opens up the possibility for a weak magnetic field to
interferein the spin evolution of the subsystem of defects
which are far from thermodynamic equilibrium.

Two, at first glance contradictory, requirements fol-
low from the conditions enumerated above. On the one
hand, it is necessary to explain the nature of the mag-
netic sengitivity of P...P complexes, which is observed
over a period of several months and years, which is
incomparably longer than any reasonable duration of a
spin-lattice relaxation. On the other hand, the magneti-
cally sensitive states must be short-lived and must be
produced in a spin-polarized state.

In our view, these requirements can be reconciled if
it is assumed that the complexes P...P are present in a
crystal in a dynamica equilibrium between (at least)
two electronic states. In one state the spins form a sta-
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ble covalent bond whose energy is much greater than
KT and therefore “preserves’ the spin polarization. In
this state, neither a “weak” magnetic field nor thermal
fluctuations can change the multiplet structure of the
complexes. In the other, magnetically sensitive, state
the complexes P...P must have a weakened (almost
broken) bond, for which the energy difference of the
singlet Sand triplet T statesis comparableto U, = ugB,
so that even a “weak” magnetic field can lead to S-T
transitions. The second state must have a short enough
lifetime so that during the life of the state spin-lattice
relaxation does not change the total spin of apair in the
absence of a magnetic field. In other words, magneti-
caly sengitive states of P...P complexes seem to be
“scintillating.” We note that other point defects which
behave similarly are also now known. They include, for
example, metastable V, centers, in which the covalent
bond between the parts is spontaneously broken by
thermal fluctuations and is restored once again, so that
the defect isapair of “flickering” spins[62].

In our experiments the absence of a source generat-
ing magnetically sensitive short-lived states P...P dur-
ing exposure of crystalsin amagnetic field atteststo the
existence of internal factors which are responsible for
the transitions of complexes between “preserved” and
magnetically sensitive states. The increasein the rate of
magnetically stimulated relaxation of complexes with
increasing temperature (Figs. 7, 8) shows that these
transitions are generated by thermal fluctuations. If the
thermal fluctuations did not play any role in the
observed processes, the only result of increasing the
temperature would be a decrease in the spin-lattice
relaxation time, which would only degrade the condi-
tions for a magnetic field to influence a complex and
would decrease the magnetoplastic effect. At the same
time, it is obvious from Fig. 8 that an increase in tem-
perature not only does not decrease the efficiency of
magnetically stimulated relaxation of complexes, but it
even increases the rate of such relaxation.

The results obtained makes it possible to choose the
state (S or T) that is predominantly populated at the
moment the short-lived states of complexes are created.
A microwave field can initiate transitions only between
states with nonzero total spin: for example, in apair of
two particles with spin /2 amicrowave field mixesthe
states T, and T_ (with projections of the total spininthe
direction B, equal to +1 and —1, respectively) and the
gate T, (with zero projection of the spin on By) [50, 51].
Therefore, the role of the microwave field isto * pump”
electrons from the T, state and indirectly initiate S-T,,
transitions in the case when S states are predominantly
filled and their transitions are retarded in the case when
the T states are overfilled. A constant magnetic field can
only increase the rate of S-T, transitions, assuming a
Ag mixing mechanism, which best corresponds to our
situation and takes into account the difference of the g
factors of the paramagnetic parts of the complex, Ag.
According to the experimental data, a constant mag-
netic field increases the free path of dislocations. The
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same effect is observed under the combined action of
constant and microwave magnetic fields. This shows
that the S state is predominantly filled at the moment
the magnetically sensitive states are created.

The experimental data and theoretical consider-
ations enumerated above taken together make it possi-
bleto represent schematically a possible mechanism by
which magnetic fields influence the evolution of meta-
stable complexes (Fig. 9). Therma fluctuations with
frequency v, excite acomplex, for example, by stretch-
ing the covalent bond (or by changing other configura-
tion coordinates r, for example, the valence angles)
from the initial state Sinto the excited state S*. In the
absence of a magnetic field, the elastic forces exerted
by the crystal lattice return the complex into the initial
Sstate by virtue of thefact that achangein thetotal spin
isforbidden, so that the complex isin adynamical equi-
librium established between the Sand St states.

A magnetic field partially lifts the forbiddenness
and a complex, whose multiplet structure has changed,
with frequency v, = u.BAg/h (for the Ag mechanism of
mixing of the stateswhich ismost likely under our con-
ditions [61, 63]) is transferred into a new electronic
state T*. Next, the elastic forces exerted by the crystal
lattice cause a return motion of the nuclei (the parts
P...P). The equilibrium state between them, Ry, is
larger than in the singlet state, R, since the negative
value of the exchange integral j causes parts of the com-
plex to repel one another. Thus, arelatively long-lived
T state, in which the total binding energy of the parts of
acomplex isAE = 0.1-1 eV less than in the S state, is
formed with frequency v,;. The complexes which are
“opened” in this manner are less stable than the initia
complexes, and the random motions of nuclei can cause
them to decay with frequency v, which isaccompanied
by the system leaving aloca energy minimum and fur-
ther relaxing or returning with frequency vg into theini-
tial Sstate.

The products of decay of complexes with free
energy less than that of the initial complexes differ
from the latter also by the dilatation properties and there-
fore the efficiency of the interaction with didocations. As
arule, the decay of complexes of point defects resultsin
the formation of weaker stops for dislocations [64]; this
agrees with the experimental data with respect to the
softening effect of the exposure of ionic crystals in
magnetic fields before fresh dislocations are introduced
into the crystals.

Theideas devel oped above could be universal, since
for adefinite choice of the frequenciesvy, v,, V3, V4, and
v; they can be used to describe magnetically stimulated
relaxation of complexes of various kinds in diverse
materias[17-30, 37, 38, 54-57]. Of course, thereal num-
ber of stages of the above-described spin-dependent relax-
ation process can be much larger than the number consid-
ered, and further detailing of their sequenceis certainly
of interest. Some post-spin stages are investigated in
detail in [17, 20, 21].
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Fig. 9. Schematic diagram of the sequence of processes
occurring in complex point defectsin amagnetic field on the
scale of theenergies E of the complex. (S) Olong-lived metasta-
ble singlet sate of the complex, (S*) intermediate singlet state
of acomplex excited by thermal fluctuations, (T*) intermediate
excited triplet state, into which atrangtion is allowed only in
the presence of a magnetic field, (T) long-lived metastable
triplet state. The local minimum characterizes the profile of
the elastic interaction between the parts of a complex in a
metastable state. The solid and wavy lines connecting parts
of a complex represent a covalent bond, respectively, in
equilibrium and excited states; (KT) thermally stimulated
process, (j) exchange integral, (AE) difference of exchange
energiesin Sand T states of acomplex, (v;) frequencies of
transitions between states.

We note that considerations similar to those devel-
oped above could be applicable for discussing the
effect of a magnetic field on the multiplet structure of
D...P type pairs. In so doing, it is necessary to take
account of the fact that besides thermal fluctuations
internal mechanical stresses, stretching the covalent
bond between a dislocation and a paramagnetic center
in the bulk, operate on them. This factor turns out to be
~d/atimes stronger for D...P pairsthan for P...P pairs
(d isthe distance between the pinning points of disloca-
tions and a is the lattice parameter). For lightly doped
crystals, in which magnetoplastic effects are observed,
d/a ~ 10>-102, which can render the contribution to the
thermal activation in the depinning of a dislocation
from a stop in amagnetic field negligible and the mag-
nitude of the magnetoplastic effect essentially temper-
ature-independent, as shown experimentally in [10].

5. CONCLUSIONS

In summary, softening of crystals under the conditions
of electron paramagnetic resonance was observed. It was
established experimentally that in ionic crystals spin-
dependent magnetically sensitive reactions in the sub-
system consisting of paramagnetic structural defectsmake
an appreciable contribution to their plastic properties, a
weak constant magnetic field can be used to regulate
the kinetics of these reactions effectively, and the com-
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bined use of a constant magnetic field together with a
microwave field can be used to do this even more effec-
tively. Record-breaking short stages of plastic flow of
ionic crystals (~10°-10-s), which play adecisive role
in controlling the mechanical propertiesviaachangein
the spin states of structural defects, were identified.

It was shown that the plasticity parameters of crys-
tals can be used as indicators for the spin resonance in
nonthermalized short-lived complexes of paramagnetic
defects. The results obtained can serve as a basis for a
new high-frequency method for investigating paramag-
netic structural defectsin crystalsthat makesit possible
to establish directly the relationship between their plas-
tic properties and the electronic state of defects. The
proposed method of investigation can be extended to a
wide range of materials in which spin-dependent reac-
tions between defects accompany the process of plastic
deformation.

We note that the facilitation of depinning of disloca-
tionsfrom stops under the action of amagneticfield can
lead to, besides magnetoelastic effects, “magnetoelas-
tic" effects which are not associated with lattice mag-
netostriction. Indeed, it is known from investigations of
the internal friction under a sign-alternating load that
an increase of the dislocation damping decrement is
always associated with a corresponding decrease in the
modulus of elasticity: the “defect of the modulus.”
A changeinYoung'smodulusinionic crystalsin acon-
stant magnetic field with induction 0.3 T was observed
in [31, 32]. Evidently, the possibility of effects of this
kind must be taken into account in the operation of pre-
cision physical apparatus (vibrational systems, pendu-
lum suspensions, gravity antennas, and so on), which
weak magnetic fields (for example, the earth’'s mag-
netic field or technogenic magnetic fields) can influ-
ence, even if the deformations achieved are far from the
limit of macroscopic elasticity.
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Abstract—The density functional method is used to show that the description of molecular transport in subna-
nometer channels reducesto the description of diffusionin aone-dimensional system where strong density fluc-
tuations with a finite cluster lifetime. A new diffusion mechanism is proposed; it makes it possible to explain
the transition from activated diffusion of single particlesin a channel at alow filling factor to fast barrier-free
diffusion, which consists of the propagation of density disturbances at high filling factor. It is shown that as the
filling factor increases, the attraction between the molecules (the effective attraction of molecules—hard
spheres) causes the energy barrier for diffusion along the channel axis to vanish. Another consegquence of the
“effective” attraction between the molecules is the formation of molecular clusters in the channel, which pos-
sess a finite lifetime because of the one-dimensionality of the system. The size and lifetime of the clusters
increase with the filling factor of the channel. The diffusion of particlesin clustersis a barrier-free process of
propagation of density disturbances. The dependences obtained for the diffusion coefficient on the pressure,
temperature, and filling factor make it possible to describe, even in the hard-sphere model, all experimental data
known to the authors. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Molecular transport in nanometer channels in
porous bodiesis currently drawing agreat dedl of interest
from the standpoint of fundamenta science [1-5] and
because of the many applications of membrane and nano-
technologiesin various fields ranging from nuclear power
toecology [6, 7]. Polycrystaline ceramic membranes con-
ssting of complex oxides (zeolites), possessing subna-
nometer channels ranging in diameter from 0.3 to
1.4 nm, have been synthesized recently [6]. On account
of the high selectivity of molecular transport in zeolite
membranes, as compared with the well-known poly-
meric membranes [7-9], new technologies for separa-
tion, reprocessing, and utilization of materials are being
intensively developed on the basis of zeolite mem-
branes[7-9].

When the channel diametersin membranes decrease
to the nanometer scale, molecular transport is deter-
mined by Knudsen flow in the central zone of the chan-
nel, free of interaction of molecules with walls, and
particle diffusion in the surface force field [5]. In sub-
nanometer channels the interaction potentials between
molecules and the opposite walls overlap and molecu-
lar transport occurs under conditions of a constant
interaction of moleculeswith asolid. Consequently, the
diffusion coefficient in the limit of small filling num-
bers of achannel isdetermined by the relaxation of par-
ticles on phonons and surface defects [3]. For mole-
cules, with the exception of light particles (H, He), the
channel walls are impenetrable, and consequently
molecular transport is possible only along the channel
axes. Inthissenseit isdifferent from diffusion in solids

and may be assumed to be one-dimensional. In contrast
to surface diffusion in channels with diameter d > 1
nm, a fundamentally new property of molecular trans-
port should appear in subnanometer channels. As the
filling factor of a channel or the diameter (o) of mole-
culesincreases, so that d < 20, each molecule can block
the motion of two molecules. Consequently, it can be
expected that as the diameter of the molecules or the
external gas pressure increases, the molecular flux in
membranes with subnanometer channels should
decrease. However, experiments have shown that the
diffusion flux of a number of molecules (CH,, C,Hg,
and others) in aZSM-5 zeolite membrane with channel
diameters 0.54-0.57 nm does not decrease but rather
increases as the external gas pressure increases [9]. It
has also been established that the diffusion coefficient
for these gasesincreases by more than an order of mag-
nitude as the filling factor of the channels with mole-
culesincreases. It has been found that for a number of
gases the temperature dependence of the flux possesses
a maximum and a minimum. A microscopic theory
explaining these laws is not available in the literature.

In the present paper transport of a single-component
molecular gas in subnanometer-diameter channels is
investigated theoretically. The analysis of the experi-
mental data, performed in Section 4, showed that for
most gases investigated the sorption and transport can
be treated as a process in a one-dimensional (1D) sys-
tem. In statistical physics the theoretical models of 1D
systems are classical examples of exactly solvable
models [10]. It iswell known [11, 12] that in 1D sys-
tems a phase transition (condensation) does not occur
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as density increases. This means that, specifically, no
critical nuclei are present in the system and stable
nuclei of a new phase with macroscopically long life-
times do not appear in the system. At the sametime, the
system of 1D channels in zeolite membranes consists
of channels of finite length, where for a sufficiently
high filling factor clusters with sizes comparable to the
channel length can form. Thus, the description of
molecular transport in zeolite membranes reduces to
describing transport in a 1D system, where there are
strong density fluctuationswith afinitelifetime of clus-
ters. The density functional method [4] makes it possi-
bleto calculate the spectrum of density fluctuations and
the diffusion coefficient for particleswith arbitrary den-
sity and arbitrary laws of interaction with one another
and with the channel walls. Since the flux measured in
the experiments performed in [7] is determined by the
diffusion coefficient and the filling factor of the chan-
nels in the membrane, the sorption isotherm of a one-
component molecular gas is calculated separately in
Section 2. For the one-dimensional channels consid-
ered in the present paper, this problem is solved exactly
for an arbitrary intermolecular interaction potential.
A new feature hereis an anaysis of the dependence of
the lifetime and size of the 1D clusters on the degree
of filling of the channel with particles. A description of
molecular transport for an arbitrary filling factor (6) of
achannd isgivenin Section 3. It was found that as the
filling factor of a channel approaches 1, so that block-
ing of the relative motion of the particles becomes sub-
stantial, the diffusion coefficient increases. A new dif-
fusion mechanism is proposed. It makes it possible to
explain the transition from activated diffusion of single
particlesin achannel with alow filling factor to collec-
tive fast barrier-free diffusion, which consists of the
propagation of density disturbances for large values of
8. As shown below, in the hard-sphere approximation,
as 0 increases, the well-known [12] effective attraction
of the molecules—hard spheres—results in vanishing
of the energy barrier for diffusion along the channel
axis. Another consequence of the effective attraction of
molecules is the formation of molecular clustersin the
channel, which have a finite lifetime because of the
one-dimensionality of the system. The size and lifetime
of the clustersincrease as 6 increases. The diffusion of
particles in clusters is described as a barrier-free pro-
cess of propagation of density disturbances. The pres-
sure, temperature, and filling factor dependences of the
flux of molecules make it possible, even in the high-
sphere model, to describe the experimental data cur-
rently known to the authors (Section 4).

2. SORPTION ISOTHERM IN A 1D CHANNEL

Let us consider a surface in contact with an ideal
single-component gas with temperature T and pres-
sure P. Let us assume that particles located on the sur-
face do not interact with one another. We shall also
assume that the energy of the gas molecules on the sur-
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faceisg,. Let there be N adsorption centers on the sur-

face. Then the average number N of particles adsorbed
on the surface asafunction of the gas pressure and tem-
perature has the form (Langmuir isotherm)

P

Np _
N = P+PyT)’

2.1)

T|:| ﬁ D_3/2
PrimTU

where m is the mass of a gas molecule, # is Planck’s
constant, and B = T is the reciprocal of the tempera-
ture.

The method used to derive the Langmuir isotherms
(2.1) admits wide extensions. Specifically, this method
can be used to solve the problem of the filling factor of
a cylindrical channel with diameter d taking into
account the interparticle interaction in the channel. Let
the channel diameter be comparable to the maximum
diameter of agas molecule. Let us consider the equilib-
rium of the gas with the surface on which k of the chan-
nels described above emerge. Let €, be the binding
energy of aparticle at the entrance to the channel. If the
energy €, is negative, then it is energetically favorable
for the gas molecule to enter the channel. Let g be the
total number of particlesin achannel of length L, n the
total number of particlesin the channel and on the sur-
face, and N, the number of settling locations in the
channel. Then the partition function for the grand
canonical ensemble, taking into account the interaction
of the gas particlesin the channel, is

(N —K)! exp[ Beo(N; )]
© = X (N, “mI(N=—Kk=(N, =)
Kl exp[ Bes(n— )]

(=) (k—(n=q))

% No! exp(Be,q) _
ANg—qyr P(BUN)Zin(0),

N;+q = n.

Po(T) =

exp(—B&o),

(2.2)

Here &, is the binding energy of the particles in the
channel and Z,,(q) is the partition function, corre-
sponding to taking account of the interaction of the gas
particlesin the channel. Since Z,,, depends on the num-
ber g of particlesin the channdl, it isimpossibleto cal-
culate the partition function (2.2) in the grand canonical
ensemblein the general case. However, in the problem
of filling of a channel the states for which the number
of particlesin the channel g > 1 should make the main
contribution to the partition function (2.2). Then the
quantity Z,(q) can bereplaced by the partition function
of interacting particles in the channel, calculated with

the average number q of particlesin the channel,

Zin(Q) = Zin()- (23)
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The approximation (2.3) corresponds to the thermo-
dynamic limit (g > 1) for gas molecules located in the
channel. Using the relation (2.3), the partition function
(2.2) can be easily calculated. Using the condition for
equilibrium between the gas and the surface, we obtain
for the average number g of particlesin the channel
_ = _ exp[-Pe@ T)]

. 2 g 24
@my* = THEE e =g -Fu@T), Y

Fin(@ T) ==TINZ;(q, T).

9_-__pP
No p+p(T,0’

HereF,(qQ, T) isthe free energy of interaction per gas
particlein the channel. Instead of the number N, of set-
tling locations in the channel, it is convenient to intro-
duce the average distance between settling locationsin

the channel (n = L/N,) and to replace g by the filling

factor © = qo/L of particles in the channel. Then, we
obtain from equation (2.4) an equation determining the
pressure and temperature dependences of the filling
factor 0 of the channel:

né__ p
o p+p(T8e) (29

The relations (2.4) show that the problem of abtaining
the equation for the adsorption 8(p, T), determining the
filling factor of a channel at various pressures and tem-
peratures of the gas above the surface, reducesto calcu-
lating the quantity F; (8, T) =-TInZ(6, T), determin-
ing the “correction” to the pressure as a result of the
interaction of the particlesin the channel.

Thus, to obtain the adsorption isotherms in the sys-
tem under study it isnecessary to calculate thetotal free
energy of the particles in a subnanometer channel tak-
ing into account their interaction with the channel wall
and with one another. For this, we shall consider N par-
ticlesin achannel whose sizeiscomparableto the aver-
age particle diameter. In the general case the tota
potential energy of such a system can be written as

N

) = z V(ri—rj+ zu(ri)' (2.6)

ij=1

E(ry, ...

Here V(r; —r;) is the potential energy of the pair inter-
action of the particleslocated at pointswith coordinates
ri andrj; U(r;) isthe interaction energy between a par-
ticle located at the point r; and the channel walls. We
shall transform the expression for the pair interaction
potential of the particles using the fact that the channel
diameter is comparable to the particle diameter. Then
the interaction potential depends only on the particle
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coordinates along the channel r. We write the expres-
sion for V(r; —r;) in the form

V(ri—r) =VXi—X, Y=y, ri—rj)
=V(ri—r;, 0,00 =d(r;—r)).

This relation holds when the channel diameter is com-
parable to the particle diameter and the pair interaction
potential V(r; —r;) of the particles is not a long-range
potential. It is convenient to represent the interaction
energy between a particle and the channel wallsin the
form

(2.7

U(r) = U(ri,r. (2.8)

Here r; isadimensionlesstwo-dimensional radiusvec-

tor in a plane perpendicular to the channel. It is conve-
nient to write the partition function of such asystemin
the form

Zy DJ‘dr'l...er,dzl...dzNexp(—BUN)

x exp[—s S U ri)}.

(2.9)

Here

Uy = d)(ri—rj).
(1<i,j<N)

The integration over the particle coordinatesin a plane
perpendicular to the channel can be performed exactly

N
Idr'l...dr'Nexp[—B Z u(r;, ri)}
= (2.10)
= J'df'lexp[—BU(f 1 fl)]fdr'zexp[—BU(r'z, ry)]

N
X ... XJ’dr'Nexp[—BU(r',\,, ryl = eXp{—BZW(fi)}-
i=1

Here W(r;) is the effective potential in which a particle
moves in the channel asaresult of theinteraction of the
particle with the walls:

exp[-BY¥(r)] EJ'eXIO[—BU(f', r)ldr'.

Let us assume that the energy of a gas molecule inter-
acting with the channel surfaceis constant and equal to
€, = W(rnin) = W(0). Then

(2.12)

Zy O exp(—BNez)Idrl...drNexp(—BUN). (2.12)

The energy €, physically corresponds to the binding
energy of aparticle in the surface potential W(r). Thus,
under the assumptions made above, the gasin the chan-
nel can be assumed to be one-dimensional (the channel
diameter is comparable to the maximum diameter of a
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gas molecule). It is well known [10, 13] that the parti-
tion function of aone-dimensiona gaswith an arbitrary
interaction potential can be calculated exactly under cer-
tain assumptions, which are formulated below. Indeed, let
usconsider an equilibrium system of N particlesinachan-
nel, which possess only one degree of freedom per parti-
cle and are located in the segment [0, L] of the r axis.
The total partition function of the system has the form

5 omT d\l/Z%

Zn B0 N exp(—BNg,), (2.13)
where
L L
QN = I...IeXp(—BUN)drl...dl'N, (2.14)
0 0
Uy = O(ri 1 —1). (2.19)
(L<isN-1)

Here ®(r) is the pair interaction potential of the parti-
cles in the channel. To calculate F;, the cofactor
responsible for the partition function of an ideal gas
must be eliminated from the partition function (2.13).
In our problem the cofactor corresponding to agas of par-
ticles in a channel without a pair interaction potential
between the particlesisalready included in the expression
(2.2). Thus, since the partition function of a one-dimen-
siona gaswithout an interaction has the form

_ gmT V2L
Zy = D20 N exp(—BNe,), (2.16)
we obtain from equation (2.2)
InZz(®, T
Fig = _T_D__N_@’__) = _T|nD(_?ED (2.17)

Zig ELND

Thus, the problem has been reduced to calculating the
configuration integral

Qn = IIeXp[—B{ D&y
+OE,) + ... +D(Ey) }]dE;...dEy,
Ci=lis =T,

In studying the configuration space of a system of par-
ticlesin aone-dimensional channel, it should be kept in
mind that the quantities §; are not independent. They
arerelated as

(2.18)

N
Y& =L (2.19)
i=1

where L is the total length of the channel. Physically,
this relation corresponds to the impossibility of particles
penetrating one another and the condition of “blocking”
of particleswith diameter o in achannel whose diameter
d < 20. An explicit expression for the configuration
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integral can be obtained if the explicit form of the pair
interaction potentia of the particlesis known. We shall
consider a simple but nontrivial case: a system of hard
spheres with diameter 0. The expression for the inter-
atomic interaction energy inthiscaseis

o for & <0,

OO = L o £20. (2.20)

We obtain for F;,, in the hard-sphere approximation
Fie(8, T) = —=TIn(1-6). (2.21)

Thus, in the hard-sphere approximation the adsorption
isotherm for a gas in a subnanometer channel has the
form

ne _ __ (1-8)p
o (1-6)p+po(T)
L (2.22)
BT =T =0 exp(-pe,).

The relation (2.22) makes it possible to construct the
dependence of the filling factor of a channel on the gas
pressure for various molecules. It should be kept in
mind that the sign of the energy €, determines the pos-
sibility or impossibility of aparticle entering achannel:
for e, > 0 it isenergetically favorable for a gas particle
to enter the channel for any external pressure greater
than p,. For €, < 0 the particles must overcome a poten-
tial barrier to enter the channel.

The configuration integral can be calculated exactly
for an arbitrary interaction between the particlesin the
channels[13]. Thismakesit possible to obtain an equa-
tion of state of a 1D gas for an arbitrary interaction.
Thus, for an interparticle interaction potential of the
form

(koo for r <o,

®>2 = g-¢ for c<r<o+R, (2.23)

E 0 for r >R+ 0,

where R is the effective radius of attraction, the equa-
tion of state of aone-dimensional gasis

exp(BpioR)
1—exp(-Be)

In the limits ¢ — 0 and R — 0, this equation
becomes the equation of state of a system of hard
spheres. The isotherms calculated numerically starting
from equation (2.24) are presented in Fig. 1. It isalso
evident in this figure that at high temperatures the gas
behaves almost as an ideal gas (pyp O 6). At low tem-
peratures the isotherms seem to consist of two parts.
For high density 6 = const, which is typical for a con-
densed phase, whereas at pressure lessthan a character-
istic value a gas-like phase for which p;5 [0 6 appears.

-1

plDoE% ~19=T1- plDR[ 1} (2.24)
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Fig. 1. Reduced “pressure” (p;p) (2.24) of a one-dimen-
sional gas in a channel versus the filling factor (6) of the
channel at various temperaturest = T/Tj,.

It can be shown that at a transition from one regime to
another the free energy of the system has no singulari-
ties. For this reason, there is no exact analogy with
phase transitions. This assertion agrees completely
with the Landau—van Hove theorem [10], according to
which any one-dimensional model of agaswith afinite
interaction radius does not undergo phase transitions.
On the other hand, it should be expected that for suffi-
ciently low temperatures, as the filling factor 6
increases, the gas in the channel tends to form clusters
whose sizeincreases with thefilling factor. The number
and size of the clusters grow with the total number of
particles in the system in a manner so as to ensure the
existence of such clusters in the thermodynamic limit,
where N — oo, L — oo, and N/L = const. This agrees
completely with the formation of nuclel of anew phase
in three-dimensional systems with first-order phase
transitions [11, 12]. On the other hand, in our one-
dimensional system, in contrast to three-dimensional
systems, a continuous behavior of thermodynamic
guantities determined as derivatives of the free energy
of the system with respect to the temperature, pressure,
and filling factor, should be expected in the entire range
of variation of the thermodynamic parameters. For
example, the specific heat calculated using the relation
(2.24) will possess a maximum at the “critical” point.
This fact has been observed experimentally [1], which
attests to the applicability of the one-dimensiona
model employed above.

3. TRANSPORT IN A DENSE 1D SYSTEM

The gasflux through amembraneis the main exper-
imentally measurable parameter (Section 4). Particle
transport is usually described using a relation between
the outgoing particle flux and the parameters of the

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90

BORMAN et al.

problem, such as, for example, the difference of the gas
pressures on different sides of the membrane. This
description is based on Fick's relation between the gas
flux density J, the gradient of the gas concentration,
and the diffusion coefficient D, using the conservation
law for the number of particles:

J = -D0On, (3.2)

on/ot+divJ = 0. (3.2
Intherelations(3.1) and (3.2) J isthe flux, D isthedif-
fusion coefficient, and Un isthe gradient of the particle
concentration. Therelation (3.1) is actually adefinition

of the diffusion coefficient D. Thus, the problem of
determining the particle flux through a channel reduces
to calculating the diffusion coefficient. A more general
method of describing transport isto calculate the char-
acteristic relaxation time of density fluctuations arising
or specially created in the system under study [14]. For-
mally, the problem of determining this time reduces to
calculating the characteristic frequency or spectrum
w(k) for the system under study. Thus, when the parti-
cle density islow and there is no interparticle interac-
tion, an explicit expression for the spectrum w(k) can
be easily obtained from the relation (3.1). Indeed, let n,
bethe average particle concentration in the system. From
equation (3.1) we abtain an equation determining the
dynamics of the density fluctuations dn(r, t) = n—ny:

9(dn)/dt = DA(dN).

Switching to a Fourier representation of the density
fluctuations

1
(2m)

on(r,t) =

4

J’dkdooexp(—i k 0 —iwt)dn(k, w),

we obtain an expression determining the reciprocal of
the relaxation time of the density fluctuations on in the
case at hand:

wy(K) = —iDK%.

It is obvious that a spectrum of thistypeis characteris-
tic for systems where relaxation to equilibrium occurs
by diffusion. Let us consider a system of interacting
particles with arbitrary density. Assume that we have
been able to calculate the characteristic relaxation time
w of density fluctuations in the system. If the spec-
trum of relaxation times in such a system has the form

w(k) = —iD(k, Nk’ (3.3)
then it is natural to consider the quantity D(k, ny) to be
the diffusion coefficient in the system, provided that in
the limit of low densities n, the quantity D(k, ng)
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becomes the diffusion coefficient for alow-density sys-
tem of particles:

lim D(k, ng) = D.
ng -0
This definition of the diffusion coefficient means that
the system possesses a diffusion characteristic mode.
Proceeding from the definition (3.3), to calculate the
diffusion coefficient D(k, ny) it is necessary to know the
characteristic modes of a weakly nonequilibrium sys-
tem. If these characteristic modes have the form (3.3),
then D(Kk, ny) will bethe diffusion coefficient of the sys-
tem. It is obvious that the diffusion coefficient in the
general caseis nonloca and is afunctional of the den-
sity of the diffusing particles. The expression for the
flux of diffusing particles will have aform generalizing
equation (3.1):

= —J'dr‘D(r, r',n(r', t))dn(r', t). (3.4)
The equation, obtained using this relation, for the par-
ticle number density in the system isin general a non-
linear integrodifferential equation. When studying the
diffusion of a single-component gas in subnanometer
channels, it should be kept in mind that the pair interac-
tion potential between the particles is short-range and
no phase transitions occur in the system of particlesin
the channel (see preceding section). In this case it can
be assumed that the diffusion coefficient D(r, r', n(r, t))
islocal:

D(r, r',n(r',t)) = D(n(r, ))o(r —r"). (3.5

The corresponding expression for the flux of diffusing
particles and the equation for their density become

J = -D(n)On,
on/ot = O(D(n)n).

For low densities the relation (3.6) becomes equation
(3.1), which isthefirst termin the expansion of the flux
in odd powers of the density gradient.

Thus, for systems where the relaxation spectrum of
the fluctuations is of the form (3.3), the diffusion coef-
ficient can be determined starting from the explicit
form of this spectrum. The expression obtained for the
diffusion coefficient in this case is a generalization of
the expressions obtained for the diffusion coefficient in
various models, specifically, in the Maxwell-Stefan
model [9].

It is convenient to calculate the relaxation spectrum
of the fluctuations using the density functional formal-
ism [4]. We shall present the basic assumptions of the
density functional formalism following [4]. Let us
assume that a state that can be characterized by the
moments of the multiparticle distribution function has
been established in the system. Let us assume that the
state of the system can be described by giving the sin-
gle-particle distribution function F,(x, t), wherex = (r, p)
and r and p are, respectively, the coordinates and

(3.6)
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momentum of a particle. In [4] such systems are called
gas-like. Let the gas in the channel be such a system.
Then it can be assumed that the distribution function is
a product of the longitudinal (f,(x, t), where x = (r, p),
r, and p are the coordinate and momentum of the parti-
cle along the channel) and transverse single-particle
distribution functions. The distribution function in the
transverse direction relaxes in phonon timest = 1, [3]
and therefore for t > 1, it is an equilibrium system.
Under these conditions (t > 1) the state of the system
of particles in the channel can be described by giving
the longitudinal single-particle distribution function
f1(x, ). Herethe variable x is a one-dimensional coordi-
nate along the channel and the momentum in the direc-
tion of this coordinate. Let us consider the relaxation of
weakly nonequilibrium states of such a system. Weakly
nonequilibrium states are states for which local equilib-
rium has been established with respect to the momen-
tum. Then the free energy F(t), which isafunctional of
the distribution function f,(x, t) of the system[4], can be
introduced:

9
F(g,t) = Fo[ 4] + %J'dxldxz fo(A, Xq, X)) VAA. (3.7)
0

Here f, is a binary distribution function. The time
dependence of thefunctional F(g, t) isdetermined com-
pletely by the time dependence of the distribution func-
tion f;(x, t). According to [4], for example, states for
which the distribution function f;(x, t) isafunctional of
its first moments are considered to be weakly equilib-
rium states. Then, the description of relaxation to equi-
librium based on the functional (3.7) isvalid only at the
final stage of the evolution of the system. We now intro-
duce the average val ue of the free energy of a nonequi-
librium system:

T

Ag[f,] = limt™ [F@ et (3.8)
0

Thelimit in the relation (3.8) corresponds to a descrip-
tion of the relaxation kinetics of the system over times
much longer than the characteristic local equilibration
time. The functional (3.8) isan extremal for an equilib-
rium (f, = fEQ) state of the system with avariable num-
ber of particles.

30
o

If the number of particlesisfixed, then it is convenient
to introduce instead of equation (3.8) the functional

= 0.

f=f5Q

(3.9)

T T

Dfy] = |imr‘1D'F(g, hat—pu[fudxdt |, (3.10)

where | isaLagrange multiplier, whose significance is
similar to that of the chemical potential of an equilib-
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rium system. The functional (3.10) is extremal for an
equilibrium system with a fixed number of particles
0A/of, = 0.

The functionals (3.7)—(3.10) make it possible to
determine the generalized susceptibility of the system
under study. Let us place the system into a weak, vari-
able, external field eV, (X, t) (e isthe effective charge),
and let the characteristic times of variation of the field
be such that the condition of weak nonequilibrium of
the system is satisfied. We shall define the response
function x of the system as

of(x t) = J’x(x, X, 1, t)eVe (X, t)dxdt'. (3.11)
If f, = fo(t), which corresponds to alocally equilibrium
state of the system, the response function x depends on
the temporal argumentst and t' and not only on their

difference. It is convenient to represent this dependence
in the form

X(x X, 4, t) = x(x, X, t=t, 1),

where the dependence of the response function on the
second argument is determined only by the time depen-
dence of the single- particle distribution function fy(x, t),
whose functional formis. In the presence of an exter-
nal field eV,(X, t) thefunctional F&(g, t) whichisthefree
energy of anonequilibrium statein thelimite — 0, is
determined by the equation

Fa.1) = F(g, 1) +J'eV@(tfldx. (3.12)

Then the functional Ay has the form

T T

A = |imr‘1[IFe(g, t)dt—uJ'fldxdt}. (3.13)
0 0

T -

Varying A with respect to the distribution function f;

and using the condition (3.9) for the functional to be an
extremal with the equilibrium valuef, = f,, weobtain an
equation for the response function X, of a nonequilib-

rium system described by the functional Ag:

X(@, Y, Y) = XY, Y)

(3.14)
+ J’ dydy'Xo(Y: YO R(G, Y1, Y2X(9, Y2 V),

52 " 8
R(g) = o5t i{dr .([ dAV f,5(A, Xg, X)) dx dXy, (3.15)

X(@) =—(3°8/30) 7, y=(x1),

and X, isthe response function of a system of noninter-
acting particles. The pair distribution function can be
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related with the response function via the fluctuation—
dissipation theorem [12]:

0

Bf(x t)of(x, t)0O= —TIx(x, X'T, t)dr,
0

Bf(x )of(x, 0= f,(x, X, )
—f.0% ) f,(x 1) +d(x—X)f,(x1).

The fluctuation—dissipation theorem in its thermody-
namic variant (3.16) is valid only for states near thermal
equilibrium, where the locally equilibrium momentum
distribution of the particles has been established. The
relaxation of the system in this case proceeds via the
spatial variation of a macroscopic characteristics of the
system. In the relation (3.16) the pair distribution func-
tion f, and the response function x depend onthetimet
via the single-particle distribution function f,(x, t), of
which they are functionals. Using equations (3.15) and
(3.16), wefind finaly

R(g) = gV(r —r)o(t-t)

g [o4)
T [
—=—| [dA fdTVX(A, X, X,)dX,dX, |.
2 2
S 1]

(3.16)

(3.17)

We now switch from the response function x to the den-
sity response function f3(r, r', t, t'). The response func-
tion B3(r, r', t, t'), determining the change on(r, t) in the
density of the system when aweak externa field eV(r, t)
is switched on, can be determined from the relation

on(r,t) = IB(r, r', 1, t)eVe,(r, t)dr'dt'. (3.18)

The response function B(r, r', t, t') is related with the
response function, as
XA, X, Xt, 1) = B, r, r, 4, )d(p, 1)O(p—p'). (3.19)

Here ¢(p, t) isthelocally equilibrium momentum dis-
tribution function normalized to 1:

I¢(p, dp = 1.

We note that in this case, when the momentum distribu-
tion aong the channel has been established, the response
function B(r, r', t, t') can be obtained by directly varying
the average value of the free energy (3.7) which is a
functional of the density n(r, t) [4]:

2, F -1
B(g,r,r,t,t) = Q%4 g
e Ldn(r, t)on(r', th ’

Ag[fi] = Iimt_ljF(g, t)dt,
0

(3.20)

(3.21)

g
1
F(g,t) = Fo[n] + Zj’drldrzj'd)\ng[)\, nj,
0
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where g, is the pair correlation function. Substituting
the expression (3.19) into equations (3.14) and (3.17)
and integrating over the momenta we obtain for a one-
dimensional channel

B(g,r,r, t,t) = Byr,r', t, t)
+J’dr1dr2dt1dt2[30(r, r,tt,)

X R(g’ rlv r21 tl! t2) B(gv r21 rli t2! tl)! (322)

R(g,r,r, t,t) = gV(r—r")d(t—t)
—IE’— Id)\VB()\)drldrzdt .

Here By(r, r', t, t') is the response function of a system
of noninteracting particles, which will be calculated
below. To obtain a closed equation we shall use alocal
approximation [4], which in the present case, for an
arbitrary functional ®[x;, n(x)] has the form

3*®[xy, n]
on(x)on(x’)

Using equation (3.23) we find closed equations for the
response function:

B(g’ r, rlv t! tl) = BO(ra r', t, t')

+J’dr1dr2dt1dt280(r, r,t,t)
X R(g1 rl! r21 tl! t2) B(g1 r21 r" t2’ t')

d’®

= (X, —X)O(X; — X) —. (3.23)
dn’

(3.24)

R(g,r,r' t,t) = gV(r—r)6(t—t)—I—d—Id)\VB()\)

Assuming the characteristics of the ground state of the
system, such as the temperature and average particle
number density, to be time-independent, it is conve-
nient to switch from equations (3.24) to the equations
for the Fourier components of the response function:

B9, k, ) = Bo(k, w) + Bo(k, W)R(G, k, w)B(g, k, w),
R(g, k, w) = gV(K) (3.25)

1L d“mvm PIBO K, ).
dn
The equations (3.25) make it possible to determine the
response function 3(g) of aweakly nonequilibrium sys-
tem of particlesin a channel with an arbitrary interac-
tion by “dressing” the noninteracting particles using the
pair interaction potential V(r —r") of the molecules [4].
In accordance with [4], the relaxation spectrum w(k) of
the system is determined by the relation

B(g=1k w) = 0. (3.26)
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We shall use the density functional formalism to calcu-
late the response function and the diffusion coefficient
of adense gasin asubnanometer channel. We shall cal-
culatefirst the response function By(k, w) and the relax-
ation spectrum of such a gas when there is no interac-
tion between the particles. We write the diffusion equa-
tion for the filling factor 6 of the channel with
moleculesin the presence of aweak perturbing external
field eV(r, t) intheform

olS
ot

Here D, is the diffusion coefficient for noninteracting
particles. Let 8, be the equilibrium filling factor of the
channel. We shall seek the solution of equation (3.27)
in the form

DEa

DOD%](-H DeVe s (327)

8 = 0,+36(r, 1). (3.28)

Then, we obtain from equation (3.27), assuming the

external field eV, to be weak, an equation for o6(r, t):
050 _ DoBoAeV ey

In deriving equation (3.29), only first-order infinitesi-

malsin 80 and eV,,; wereretained in al terms. We shall

seek the solution of equation (3.29) in the form of a

Fourier integral

1
o0(r, t) =
(r, t) (2T[)2

(3.29)

e e '8 (k, w)dkdow,

(3.30)

1 ik O jot
eVe(r,t) = ——[e e eV (K, w)dkdw.
(1, 1) (Zn)ZI (K, ©)

Substituting the expressions (3.30) into equation (3.29)
and solving the resulting linear equation for d6(k, w),
we obtain

30(k, w) = Bo(k, W)eV ok, w). (3.31)
Here
_ 8k°Dg
Bolk, w) = T—(iw+k2Do)’ (3.32)

is the response function of a gas of noninteracting dif-
fusing particles. Indeed, as w — 0, thefunction By(k, w)
reducesto the well-known response function of anideal
equilibrium gas with density 6, at temperature T [14, 4]:

Bk, 0) = 2.

The relaxation spectrum of such a gas is determined
from the relation (3.26) and has the form

wo(K) = —i Dok’ (3.34)

In accordance with the definition (3.2) the quantity D,
isthe diffusion coefficient. The rel ations obtained make

(3.33)
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it possible to calculate the relaxation spectrum w(k) by
solving equations (3.25). Thus, we find for the response
function of a one-dimensional system

Bk
Bl ) = 5 R

Using the relations (3.32) and (3.35), we abtain an
equation determining the relaxation spectrum of the
system under study:

(3.35)

14+ % %
T w+ w

R(k, ) = 0. (3.36)

Equation (3.36) can be solved in a general form in the
guasistatic case w — 0. Indeed, in this case we find
from equation (3.36)

(k) = —iD(8,, KK, (3.37)

D(By, k) = DO[1+ %)R(k, 0)] (3.38)

It is convenient to rewrite the relation (3.38), introduc-
ing the pair distribution function ny(r —r") = 9(2)[1 +
v(r —r')]. We employ arelation, following from egqua-
tion (3.16), between the response function in the static
limit w = 0 and the pair distribution function:

TRk, 0) = 025(K) — ny(k) —B,. (3.39)

Then we obtain from the first of equations (3.25) and
the relation (3.32)

Tv(k)

R(k, O) = —m.

(3.40)

Substituting the expression (3.40) into equation (3.38)
gives arelation determining the relaxation spectrum of
adense gasin a one-dimensional channel:

_iDK
w(k) = TV (3.42)
We shall now calculate the diffusion coefficient of agas
in a one-dimensiona channel taking into account the
interaction between hard-sphere particles. In this case,

the correlation function ny(r) = 6§ [1 + v(r)] has been

calculated exactly [13] with an arbitrary filling factor of
the channel:

ny(r)
0, r<a,
3.42)
= o™t Orgteomd (
lz (ro”—m) _ rcr_1 mD r>.
8oL (m-1)1(6;'-1)" O 6;'—10
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Using the relations (3.41) and (3.42), we find

w(k) = —iD(B)K’,
D(8,) = Do(1+65/(1-6)?).

The relations (3.43) can be obtained by a shorter
method. From the definition (3.21) follows a relation
between the response function and the free energy of
the system [4]:

1 5°A*
Bk, w) 00(k, w)d0(k, w)
Here the functional AF is determined by the relation
(3.21). The free energy of the gas in a channel can be

calculated in the hard-sphere approximation using the
methods described in Section 2, and it has the form

(3.43)

(3.44)

F(t) = Fot) — -I%J'I n[1-06(x, t)]dx. (3.45)
Here F, is the free energy of a gas of interacting parti-
cles, N is the total number of particles in the channel,
and L is the length of the channel. Using the relations
(3.44) and (3.45) we obtain for the response function of
agas of hard spheresin achannel

1 Tio+DK T8,
Bkw ~ B D (1-8,)°
The derivation of equation (3.46) used the equality
62AF 62AF
00(k, w)00(K', w) - I 06(x, 1)d0(x, t)
x exp(ikx —iwt)exp(ikx' —iwt")dxdx'dtdt'.

The relations (3.43) can be obtained by equating the
expression (3.46) to zero and calculating the spectrum
(k). It follows from equation (3.43) that the general
equation describing particle transport in a dense 1D
system, in accordance with equation (3.6), hasthe form

0 _ 0 L

ot = ax O (_grton)
This equation can be obtained from equation (3.43) if
the characteritic local equilibration times in a dense sys-
tem of particles in a channel are short compared with the
characteristic propagation times of disturbances aong
such a system. For the cases considered below this
assumption obviously holds. We shall consider solutions
of equation (3.47) in the case where complete equilib-
rium has been established in the channel and thefilling
factor of the channel 8 = 8y(p, T), the function 8,4(p, T)
being determined by the relation (2.23). Transport in a
channel inthis casewill be determined by the dynamics
of the motion of disturbances of thefilling factor of the
channel. The solution of equation (3.47) in this case
should be sought in the form 8 = 64(p, T) + 06(x, t). It
follows from equation (3.47) that the relaxation spec-

(3.46)

(3.47)
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trum of disturbances in this case has the form (3.43),
where 8, = 8,(p, T). Thus, taking account of the inter-
action of hard-sphere particles in a channel does not
change the character of the relaxation of its weakly
nonequilibrium state: the relaxation spectrum (3.43)
remains a diffusion spectrum with diffusion coefficient
D(68,). However, it isimportant to underscore that trans-
port in the channel in this caseis acollective effect and
proceeds via transport of disturbances of the equilib-
rium density B4(p, t). The diffusion coefficient D(B,) in
this case is the diffusion coefficient of disturbances of
the equilibrium density. It is convenient to rewrite the
relation (3.43) for the diffusion coefficient in adifferent
form. Using the Arrhenius character of the diffusion
coefficient for noninteracting particles,

D, = Doexp(-E/T) (3.48)
(Do isproportional to the product of the squared lattice
constant of the wall material of the channel and the
relaxation frequency of particlesin achannel on defects
and lattice phononsand iscalculated in [3], E= W(r ;)
(2.12) isthe activation energy of diffusing of noninter-
acting particles in the channel), we shall rewrite equa-
tion (3.43) in the form

~ E®
D) = Doexpd 00
(3.49)

- 62
E0,)=E-TIn|1 °o__ |
® n[ ' (1_90)2}

This way of writing the diffusion coefficient for a gas
of interacting particlesin achannel makesit possible to
give a physical interpretation for the change in the dif-
fusion coefficient accompanying a change in the filling
factor 6, of the channel. The relation (3.49) shows that
the interaction of particles in a channel decreases the
activation energy E of the motion of particles, even in
the hard-sphere model. For an interaction between
hard-sphere particles such that there is no direct attrac-
tion between the particles, the diffusion activation
energy decreases with increasing filling factor 6, of the
channel as a result of the effective interaction (see
below). Physically, this corresponds to a change,
because of the presence of another particle in aneigh-
boring potential well, in the parameters of the potential
in which a gas particle moves. Since the gas particles
are assumed to be indistinguishable, diffusion with the
filling factor of the channel 8, ~ 1 (when the effective

diffusion activation energy E(eo) becomes comparable

to the temperature of the system) can be interpreted as
atransfer of “excitation” of the density along a chain of
close gas particles. It is obvious that the motion of such
an “excitation” will occur with substantial velocities.
Thisleadsto alargeincreasein the diffusion coefficient
when 8, ~ 1. For E = 0 the possibility of such adiffusion

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90

959

/1,
(a) 1.6 (b)
1.2
0.8
0.4

NS I SN e S

0 02 04 0.6 0.3 0

0.2 04 0.6 0.3

Fig. 2. (a) Size (r = Rlo) and (b) lifetime (t/1g, 19 = 02/D0)
of clusters versus the filling factor of the channel.

mechanism is played out in [2]. We note that for al
gasesinvestigated the barrier E isdifferent from 0. This
isindicated by the presence of a maximum in the tem-
perature dependence of the flux in a zeolite membrane
[9]. It can be assumed that the increase in the diffusion
coefficient in achannel observed with degrees of filling
8, = 0.5 isrelated with the formation of clustersin the
channel whose sizesincrease with thefilling factor. The
transport of gasin the channel containing such clusters
is determined by the motion of “excitation” in afinite-
size cluster. The formation of clustersin a gas consist-
ing of particles with a hard-sphere pair interaction
potential is related with the well-known [12] appear-
ance of an effective attraction between such particles.
This effect is manifested in the appearance of a maxi-
mum in the correlation function ny(r), describing the
probability of finding the “first” particle at adistance r
from the “second” particle.

The relaxation spectra of the system for an arbitrary
wave vector k can be found from equations (3.41) and
(3.42). It isfound that the spectrum w(k) contains areal
part, which corresponds to transport of an “excitation”
in the system. The imaginary part of the spectrum
obtained has a minimum at a definite value of the wave
vector k = K., which depends on the filling factor of
the channel B,. It is natural to interpret the value R =
217K,in(6,) as the characteristic size of a cluster with a
given filling factor and the value T =Imw™(k.,,(6,)) as
its characteristic lifetime. As the filling factor of the
channel increases, the value of the effective attraction
between the particles increases [12]; this could lead to
the appearance of clusters consisting of two or more
particles. However, it is found that as a result of the
one-dimensionality of the channel, the lifetime of the
clusters that are formed is finite, which corresponds to
the absence, as noted above, of a phase transition in
such systems. The dependences of the lifetime and size
of the clusters formed on the filling factor 6, are pre-
sented inFig. 2. Itisevidentinthefigurethat increasing
the filling factor of the channel increases the lifetime
and the size of the clusters formed. In finite-size chan-
nels, for a definite value of the filling factor 6, = 6, a
cluster equal in size to the length of the channel is
formed. It is obvious that the diffusion coefficient in
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Fig. 3. Theoretical curves of the relative diffusion coeffi-
cient D/Dy versus the relative temperature T/Tg for various
values of therelative pressure p/py: (1) 3, (2) 2, (3) 1, (4) 0.1.

such a channel increases without bound as 6, —» 6.,
even though the lifetime of such a cluster is finite. We
note that the density functional method can be used to
take into account the interaction of particlesin a chan-
nel for a potential that is different from a hard-spheres
interaction, similarly to the way this was done above.
Analysis of the experimental data showed that for high
filling factor of the channel 8, ~ 1 the dependence of the
diffusion coefficient D(6,), calculated from the relation
(3.43), leads to a discrepancy between theory and
experiment (Section 4). This discrepancy could be due,
in our opinion, to the above-described influence of a
finite channel length, the asphericity of the gas mole-
cules, and the possible breakdown of one-dimensional-
ity of the problem. These effects lead to the following
dependence of the diffusion coefficient on the filling
factor of the channel:

6;

4
D(By) = Dol + ————
0= P2 ey

O
0 (3.50)
O

Here C is a coefficient that takes into account the finite
size of the channel, the possible deviation of the chan-
nel from one-dimensionality, and the asphericity of the
molecules. The relations (3.43), (3.50), and (2.23)
make it possible to describe transport in a subnanome-
ter channel for different values of parameters such as
the gas pressure and the pressure difference outside the
membrane, the temperature of the membrane, and the
type of gas molecules. As an example, we present the
dependence, calculated according to equations (3.43),
(3.50), and (2.23), of the diffusion coefficient in a sub-
nanometer channel on the relative temperature T/T, for
various relative pressures p/p, (Fig. 3). It is evident in
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the figure that the character of the temperature depen-
dence of the relative diffusion coefficient in subnanome-
ter channels is substantially different at different pres-
sures p. For example, if the pressure is high (p/p, > 1),
the dependence of D/D, on T/T, has a pronounced max-
imum at temperatures T ~ 0.5T, (curve 1). As pressure
decreases, the magnitude of this maximum decreases
and the maximum itself shifts into the region of lower
temperatures (curves 2, 3). A further decrease of pres-
sure to values p/p, < 1 results in the appearance of a
minimum in the dependence of D/D, on T/T, in the
temperature range T ~ 0.5T,. The maximum occurs at
T ~0.3T,. Sincefor p/p, < 0.1 the flux depends on p and
the average distance between particlesin the channdl is
much greater than the diameter of the particles, the
increasein the diffusion coefficient for T > 0.5T, isdue
to the temperature dependence of the diffusion coeffi-
cient D, of individual moleculesin the channel. At high
temperatures all curves saturate at a value correspond-
ing to D/Dgy = 1. In the next section, the theoretical laws
gbtai ned above will be compared with the experimental
ata.

4. ANALY SIS OF THE EXPERIMENTAL DATA.
COMPARISON OF THEORY WITH EXPERIMENT

Quite extensive experimental investigations of the
sorption and transport properties of a series of organic
molecules (CH,, C,Hg, n-C,Hg, i-C,Hg, and others) and
the inert gases Ar, Ne, and Kr in ZSM-5 zeolite mem-
branes (MFI, silicate-1) have now been performed. The
results are presented in [8, 15, 16]. According to [17],
ZSM-5 zeolite membranes have a complicated chemi-
cal and crystalline structure. The chemical structure of
zeolite membranes is given by the formula

Na,[Sigs_ Al Oqg] - 16H,0, n<8.

For small values of n zeolite membranes of thistypeare
caled Silicate-1 membranes. The crystalline structure
of ZSM-5 membranes has been studied quite well. It
consists of a 3D structure, consisting of sinusoidal
channels with a circular cross section (0.54 £ 0.02 nm)
paralel to the a-axis [100], which intersect straight
channels with an elliptical cross section (0.57-0.58) x
(0.51-0.52) nm?, parallel to the b-axis [010] [15, 18].
Cavities ~0.9 nm in size form at the intersection of the
channels. The sorption capacity of ZSM-5 zeolite is
determined by the number of sorbed (entering the chan-
nels) molecules per cell of a crystal. According to
[15, 19], the cell parameters are: a = 2.007 nm, b =
1.992 nm, c=1.342 nm. A single cell isastructure con-
sisting of four segments of 0.46 nm linear channels,
four segments of 0.66 nm sinusoidal channels, and four
0.54 nm intersections. Depending on the structure of a
molecule, sorption of one or two molecules per inter-
section is possible. In [15] the sorption capacity of
ZSM-5 was measured for a number of molecules. It
was concluded that the molecules CH,, C3Hg, and
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n-C,H,, are sorbed with one molecule per intersection,
while nitrogen, n-hexane, and p-xylene are sorbed with
two molecules per intersection. Thus, for gases of the
type CH,, n-C3Hg, and C,H;, channels in the crystal
structure of ZSM-5 can be treated as one-dimensional.
For nitrogen-type molecules two molecules can be
arranged a an intersection and therefore molecules can
change places at an intersection (absence of blocking).
Nonetheless, since there are significantly more nitrogen
molecules in a channel (24 molecules per unit cdl [15]),
the one-dimensional model can also be used for this gas.

Anaysisof the experimenta datapresented [9, 19-22]
shows that all gases investigated can be conditionally
divided into two groups. The first group of gases, con-
taining, specifically, Ar, Kr, Ne, and CH,, is character-
ized by alinear pressure dependence of the filling fac-
tor 6, i.e,, Henry's law holds for them [9]. For these
gases, the pressure dependence of the flux is nearly lin-
ear, and the diffusion coefficient is essentially indepen-
dent of the filling factor [19]. The temperature depen-
dence of the flux is characterized by the presence of a
minimum at temperatures T ~ 400 K (for example, for
Ar and Kr), while a maximum is not observed in the
diffusion coefficient [21, 22]. Here neon, whose diffu-
sion coefficient increases with temperature [22], is an
exception. The second group of gases, containing, spe-
cificaly, i-C4H,o, C;H,, C,Hg, and C,Hg, is character-
ized by adependence of thefilling factor 8 on the pres-
surepintheform of acurvethat saturates[9]. For these
gases the pressure dependence of the flux is likewise
characterized by a curve that emerges at avaluethat is
pressure-independent [19]. For this group of gases the
diffusion coefficient depends strongly on thefilling fac-
tor [20]. The temperature dependence of the flux is
characterized by the existence of a maximum and min-
imum at high (T > 500 K) temperature [21].

The model, constructed in this paper, of the sorption
and transport properties makes it possible to describe
these dependences of transport in one-dimensional
channels on the basis of general assumptions. Figure 4
shows the dependence of the diffusion coefficient D on
the filling factor 6 (solid line), calculated using equa-
tion (3.50), and the experimental data obtained in [21]
for various gases. We note that the dependence (3.50)
presented in Fig. 4 takes into account the asphericity of
the molecules, equal to { = 0.86. For inert gasesand meth-
ane (first group of gases) the diffusion coefficient mear
sured in the range of filling factor 8, < 0.5 depends
weakly on 6,. A large increase in the diffusion coeffi-
cient at 6, ~ 1 isobserved for gases of the type C,Hg and
n-C,Hg (second group of gases). This behavior of the dif-
fusion coefficient D(8) can be satisfactorily described on
the basis of the model proposed, which takes account of
the pair interaction of particles with avery simple form
of the interaction potential for hard spheres. It is obvi-
ous that this coefficient is different for different mole-
cules. The physical mechanism leading to an increase
of the diffusion coefficient consists in a decrease of the
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Fig. 4. Relative diffusion coefficient versusthefilling factor
of the channel. Solid curve—theoretical dependence (3.50)
with ¢ = 0.86; dots—experimental datafrom [21].

activation barriers for diffusion, which is due to an
interaction of the particles for high filling factor.
Indeed, it follows from the relation (3.49) for the effec-

tive diffusion activation energy é(eo) that in this case,

when the filling factor of a channel islow, 8, < 1, gas
diffusion in the channel can be studied in the single-
particle approximation neglecting the pair interaction
of the gas particles with one another. As thefilling fac-
tor increases, the diffusion activation energy decreases
asaresult of the effective attraction of the gas particles
to one another. This can be interpreted as the formation
of widely separated clusters. Diffusion in each cluster
can betreated asatransfer of “excitation” along achain
of close gas particles. A further increase of the filling
factor increases the cluster lifetime and decreases the
average intercluster distance and, in consequence,
increases the diffusion coefficient. For 8, ~ 1 the diffu-
sion process can be regarded as a motion of this “exci-
tation” along the entire channel, when the arrival of a
particle at the channel entrance results in the end-most
particle leaving the channel.

Figure 5a shows the temperature dependences of the
gas flux through amembrane for ethane and argon, calcu-
lated using the formulas (2.5) and (3.50) and arelation fol-
lowing from equation (3.6): J 00 D(8(T, p))6y(T, p).
These dependences were compared with the experi-
mental values obtained in [8]. It is evident that the the-
oretical and experimental results agree satisfactorily
with one another. The temperature dependence can also
be understood on the basis of the model developed in
the present work. Indeed, it follows from the relation
(2.5) that at low temperatures (T — 0) the filling fac-
tor of the channel 6, ~ 1. The effective diffusion activa-

tion energy E(BO) iSE, at zero temperature (3.27). The

diffusion coefficient of the gas particles in the channel
(3.50) approaches zero as aresult of the “freezing out”
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Fig. 5. Relative flux versus the relative temperature T/Tg, Tg = 296 K. Solid lines—theoretical curves calculated using equations
(2.5), (3.6), and (3.50); dots—experimental data (a) for ethane [8] and (b) argon [22].

of the thermal motion of the particles in the potential
field of the channel surface. Increasing the temperature

decreases E(eo) without appreciably changing thefill-

ing factor of the channel. The value of E(8,) reachesa
minimum at a certain temperature T,. It is obvious that
the diffusion coefficient reaches its maximum value
precisely at thistemperature. It follows from equations
(2.5) and (3.49) that a further increase of temperature
decreases thefilling factor of the channel 6, and thisis
accompanied by an increasein the effective diffusion acti-
vation energy right up to the value E; which is attained for
8(P, T) = 6, < 1 at sometemperature T=T,(p). The tem-
perature T; corresponds to a minimum in the function
D(T). A further increase of the diffusion coefficient
with increasing temperature corresponds to the varia-
tion of the coefficient according to the Arrhenius law
D O exp(—Ey/T). Figure 5b shows the temperature
dependence of the flux for argon, caculated using
equation (3.50) and the datafrom [21]. We note that the
theory developed in the present paper predicts that the
presence of aminimum at T ~ 400 K should be accom-
panied by the appearance of amaximum at T ~ 200 K.
In this connection, for further elaboration of the theory
it is of interest to make an experimental search for a
maximum in the temperature dependence of the flux for
argon near T ~ 200 K.

Thus, two types of behavior of particles in a chan-
nel, which have different diffusion mechanisms, can be
distinguished in the pressure and temperature ranges
investigated. For the first group this is the diffusion of
single particles in a channel, and for the second group
it is diffusion as a result of a collective interaction of
particles in a completely filled channel. Such behavior
of single-component gases is a direct conseguence of
the real one-dimensionality of subnanometer channels,
where molecules cannot change places with one
another. The proposed model is based on two basic
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assumptions: (1) The pair interaction between gas par-
ticles plays the decisive role in the description of the
state and transport phenomenain a one-component gas
in subnanometer channels and (2) as aresult of the fact
that the channel diameter is comparable to the diameter
of the gas molecules, such channels can be assumed to
be one-dimensional.

The one-dimensionality of the system studied is
actually due to the fact that the gas molecules do not
have classical transverse degrees of freedom. This dif-
ference from the conventiona systems plays a funda-
mental rolein the analysis of all phenomena described
above.

We note that equation (3.47) derived above possesses,
besides the solution described in the text, strongly nonuni-
form nonstationary soliton-like solutions. It should be
expected that an experimental consequence of the exist-
ence of such solutions will be the appearance of sub-
stantial fluctuations of the gas flux through a mem-
brane.

The proposed model satisfactorily describes the
equilibrium properties of agasin a channd (specificdly,
the filling factor) and the weakly nonequilibrium proper-
ties of the gas, such asthe diffusion coefficient and flux. It
should be noted that a satisfactory description of the equi-
librium properties, for example, the adsorption isotherm,
has been obtained previoudy on the basis of a number of
phenomenological models [8]. A qualitative analysis of
the maximum (but not minimum) in the temperature
dependence of the relative diffusion coefficient is pre-
sented in [9]. A modd describing the dependence of the
diffusion coefficient on thefilling factor on the basis of a
one-particle approximation by introducing into the diffu-
sion rate jumps of individual particles a phenomenol og-
ical correction factor X = (1 — 6,)™, has been proposed
in [2]. However, even though each of the phenomena
indicated above can be described on the basis of indi-
vidua models, the approximations used in so doing
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either are not physically substantiated or completely
contradict one another.
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Abstract—The behavior of the magnetic susceptibility of a two-dimensional Ising model with nonmagnetic
impurities is investigated numerically. A new method for determining the critical amplitudes and critical tem-
perature is developed. The results of anumerical investigation of the ratio of the critical amplitudes of the mag-
netic susceptibility are presented. It is shown that the ratio of the critical amplitudes is universal right up to
impurity concentrations g < 0.25 (the percolation point of a square lattice is g. = 0.407254). The behavior of
the effective critical exponent y(q) of the magnetic susceptibility is discussed. Apparently, a transition from
Ising-type universal behavior to percolation behavior should occur in a quite narrow concentration range near
the percolation point of the lattice. © 2000 MAIK “ Nauka/|nterperiodica” .

1. INTRODUCTION

The effect of impurities on the critical behavior of
magnetic systemsis one of the most important subjects
in the theory of phase transitions [1-3]. The Harris cri-
terion [4] answered the fundamental question of the
change occurring in the critical behavior when a small
quantity of stationary (“frozen-in") impurities is intro-
duced. According to this criterion, if dv > 2, whered is
the dimension of the system and v isthecritical exponent
of the correlation length, then impurities do not change
the critical exponents.1 The Harris criterion isinapplica
ble to the two-dimensional 1sing model because for this
model dv = 2, i.e,, it isaboundary case.

The problem of the critical behavior of the specific
heat in the two-dimensional 1sing model inwhich alow
concentration g of impurity bonds is introduced was
solved by the Dotsenko brothers [5]. They discovered
that as long as the correlation length & does not exceed
the characteristic distance between impurities |, =
exp(const/q), the behavior of the specific heat is identi-
cal to the case of a pure Ising model, i.e., the specific
heat C(1) diverges logarithmicaly: C(t) = In(l/|t]),
where T = (T — T)/T, is the reduced temperature. How-
ever, for values of the temperature closer to the critical
temperature, so that the correlation length & is much
greater than the impurity length |;, the critical behavior
of the specific heat changes to a double logarithmic
behavior: C(t) = InIn(V|t]). The correlation length

acquiresthelogarithmic factor & = /In|t| /[1]. Thecritical
behavior of the magnetic susceptibility x(t) = &(1)7"* =

1 systems that undergo first-order phase transitions in the absence
of impurities are not considered in this paper.

[TF"4(In|t|)”® was al so subsequently clarified indepen-
dently by Shalaev, Shankar, and Ludwig (see the
review [6]).

These results were confirmed numericaly in the
works of many authors for the model of random weak-
ened bonds (see the review [2]). The theoretical results
presented above (the Dotsenko— Dotsenko—Shlaev—
Shankar—L tidwig theory [5, 6]) have been definitely
checked for the model of random ferromagnetic bonds
and for the model of impurity nonmagnetic sites and
low impurity concentrations.

The results obtained by different authors on the
basis of numerical simulation for finite concentrations
of nonmagnetic impurities occupying sites in a square
lattice are not so unequivocal. The result presented
above that the critical exponents of the magnetization
and susceptibility are independent of the degree of disor-
der isconfirmed in[7, 8]. At the same time, other authors
assert that the susceptibility exponent depends on the
degree of disorder and a “weak universality” —indepen-
dence of theratio y/v of the susceptibility and correlation
length exponents from impurities—is observed [9-11].

Itiswell known that the universality classis charac-
terized not only by the critical exponents by also by
numerous combinations of critical amplitudes (see the
review [12]). The difference between the values of the
critical exponents for various universality classes is
often small, whiletheratios of the amplitudes can differ
substantially.

In the present work we posed the problem of deter-
mining numerically the ratio of the critical amplitudes
of the magnetic susceptibility for the Ising model with
impurities in order to check the question of whether or
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not the universality class changesfrom Ising-type (with
impurity concentration g = 0) to percolation-type (with
q=0)-

We have developed a numerical method for deter-
mining simultaneously the effective critical exponent y
of the susceptibility, the critical amplitudesT” and "' of
the susceptibility, and the “critical temperature” of a
sample of finite size. We used two methods to deter-
mine the quantities of interest. In the first method the
values obtained for the amplitudes were averaged over
realizations of the impurity distribution in the samples.
In the second method we first averaged the magnetic
susceptibility over the impurity distribution and then
determined the critical amplitudes. Both methods lead
to the same results.

Analysis of the numerical data shows that the ratio
of the critical amplitudes of the susceptibility remains
unchanged in aquite wide range of impurity concentra-
tionsinvestigated 0 < q < 0.25, while the amplitude val-
ues themselves undergo a several-fold change. At the
same time, the effective critical exponent y for the sus-
ceptibility varies continuoudly, reaching a maximum at
the concentration of nonmagnetic sites g = 0.2. This
result can apparently be explained by thefact that in the
indicated impurity concentration range the system pos-
sesses an |sing-type universality. The changein the sus-
ceptibility exponent can be attributed to the corrections,
which are unknown to us, to the scaling behavior.
Nonetheless, a numerical investigation of the critical
exponents and amplitudes close to the percolation point
of the lattice is required in order to obtain a more reli-
able answer.

This paper is organized as follows. The model and
the parameters for which the numerical simulation was
performed are described in Section 2. A new method
for determining the critical amplitudes, which makesit
possible to investigate the ratio of the critical ampli-
tudes for strongly diluted systems, is presented in Sec-
tion 3. Thismethod also makes it possible to determine
the critical temperature. The computational results are
presented in Section 4, and these results are discussed
in Section 5.

2. MODEL AND NUMERICAL METHOD

Spins g;, assuming the values ¢; = +1 and -1, and
nonmagnetic impurities (o; = 0) occupy the sitesi of an
L x L square lattice with periodic boundary conditions.
The nonmagnetic impurities are stationary (quenched
disorder). In what follows we shall call alattice with a
fixed distribution of nonmagnetic impurities the sam-
ple. The bond energy between two sitesis 0 if a non-
magnetic impurity occupies at least one site and J if
magnetic spins occupy both sites. The Hamiltonian of
such a system can be written in the form

H = —JZoioj )
i]
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Fig. 1. Phase diagram of thetwo-dimensional Ising model with
nonmagnetic impurities: T, is the critical temperature and q is
the concentration of nonmagnetic impurities.

(in what followswe assume J = 1 and we work with the
dimensionlesstemperature). The concentration of mag-
netic spins is determined by summing the absolute
value of the spin at al lattice sites:
LZ

p=3Yo @
Then the value p = 1 corresponds to a pure |sing model
and p = 0 corresponds to an empty, nonmagnetic lattice.
Evidently, p=1-q.

As the concentration of magnetic sites decreases,
there existsa critical impurity concentration ¢, down to
which a cluster of magnetic sites touching the sample
boundariesis always present in the system [13]. In this
case, a phase transition can occur in the system at a
finite temperature into a phase with nonzero total mag-
netic moment of the system. The phase diagram is shown
schematicdly in Fig. 1. The vertical asymptote passes
through the percolation point ¢, = 0.407254 [14]. The
sraight line is the asymptote of the phase curve for low
impurity concentrations, T.(q) = T(0)(1 — 1.565q) [1].

For a concentration of magnetic sites below the crit-
ical value, p < p,, thelattice separatesinto finite clusters
with characteristic size of the order of the percolation

correlation length &, J (p— p.) e wherev, isthecrit-
ica exponent of the percolation length (in the two-
dimensional case v, = 4/3) [13]. Since the magnetic
moments of individua clusters are uncorrelated, the
total magnetic moment will be 0 and a phase transition
at p<p.isimpossible[1].

When the sample is produced, unbound geometric
clusters of magnetic sites arise in the lattice. Far from
the critical point, for p > p., a cluster of magnetic sites
extending from edge to edge and n, clusters containing
arelatively small number of sites s are always present

in asufficiently large lattice L > &, U (p— pc)_V”:
ns 0(p— pc)*exp[-s(p—Po)]. (3)
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Fig. 2. Susceptibility x of the maximum cluster (squaresand
solid line) and of the entire sample (circles) as afunction of
temperature T. The impurity concentration g = 25%.

In the limit of an infinite lattice, only correlated mag-
netic moments of an infinite, passing cluster will make
a singular contribution to the magnetic susceptibility
and the specific heat. Consequently, when calculating
the critical characteristicsit isreasonable to neglect the
contribution from sites which have no bonds with the
passing cluster. In this manner, the “noise” from mag-
netic moments of finite-size clusters can be decreased.

The practical detailsfor implementing the algorithm
areasfollows.

When the sample is produced, frozen-in nonmag-
netic impurities occupy Sitesinan L x L lattice. The coor-
dinates of the impurities are a sequence of pseudorandom
numbers, which were obtained using a shift-register type
generator [15] with 9689 and 471 cycle lengths [16].
Generators with such a large length decrease the sys-
tematic error arising as aresult of the use of pseudoran-
dom number generators in Monte Carlo cluster algo-
rithms [17, 18]. Using the expression obtained in [17]
to estimate the maximum error &E for the energy E

OE < 0845052

we abtain for L = 10 that the expected systematic error
in determining the energy isdE < 0.00005, whichisless
than the statistical error obtained in our calculations. In
other words, the systematic error introduced by the
pseudorandom number generator in our caseisindistin-
guishable against the background due to the statistical
error.

Monte Carlo calculations show that small clusters
make a very small contribution to the thermodynamic
guantities and do not exhibit singular behavior at the
critical point. For thisreason, to investigate the singular
behavior of the susceptibility all spin clusters except an
“infinite” cluster were replaced by nonmagnetic impu-
rities. In what follows, the thermodynamic characteris-
tics of only acluster of maximum size were simulated.
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In the first place, this decreased the computational time
and, in the second place, it made it possible to filter
immediately the “noise,” introduced into the susceptibil-
ity by many small clusters. Technically, thiswas done as
follows. A fixed number of nonmagnetic impurities,
equal to the integer part of L?(1 — p), were distributed
on the lattice. The coordinates of the impurities were
chosen using the pseudorandom number generator.
Next, using the Hoshen—Kopelman agorithm [19], the
sampl e obtained was divided into clusters of uncoupled
spins. Then, al clusters, with the exception of the larg-
est cluster, were replaced by nonmagnetic impurities.
Figure 2 shows the susceptibility of one sample with
p = 0.75 and the susceptibility of the largest cluster for
the same sample. It is evident that removing the very
small clusters has no effect on the critical behavior.

A cluster algorithm for the Ising model was pro-
posed in [20]. A more efficient variant of the algorithm
is proposed in [21]. The spin variables g; j, assuming
thevaluesoi,j =41, aredistributed at thestesof anL x L
square lattice. Let any initial configuration of the spins
=={0,;},i,j=1, ..., L, begiven. Weintroduce aset of
variablesonthebondsQ ={w, j},i,j=1,..., L. Eachvari-
able can assume the values w ; = 0 (broken bond) and
w ; = 1 (closed bond). The collection of spins, bound
with one another by closed bonds (w, ; = 1), iscalled a
spin cluster.

We shall now consider the process of producing a
configuration of variables on bonds Q in a spin config-
uration =. If two spins are antiparallel, then the bond
between them isawaysbroken. If the spinsareparallel,
then the bond between them is closed with probability
1 — exp(—2B) and broken with probability exp(—2p).
This process of correlated percolation along bonds[20]
divides the lattice into so-called “physical” clusters (in
contrast to the procedures where bonds between paral-
lel spins are always closed, in which case “geometric”
clusters are generated). If we now assign to the spins of
each physical cluster the values 1 with probability 1/2,
then we obtain a new spin configuration ='. This proce-
dure is the Swendsen—Wang algorithm.

The Wolf method differs by the fact that a spin is
chosen arbitrarily in the lattice, a physical cluster to
which the spin belongs is constructed, and then the
entire constructed cluster isflipped. A substantiation of
cluster agorithmsis proposed in [22].

Here we present the Wolf variant of a Monte Carlo
algorithm in the form which we employed.

(1) Two random numbers fix the coordinates (i, j) of
a lattice site. If a nonmagnetic impurity occupies this
site, then new random numbers are generated and they
will continue to be generated until the coordinates of the
“present” spin, which we shall call the centra spin, are
generated. The central spin is flipped—its value is
reversed.

(2) The nearest “neighbors’ of the central spin are
examined. If a magnetic spin, which is parallel to the
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unflipped central spin, occupiesaneighboring site, then
this spin also flips with probability 1 —exp(—2(3), where
B = JKKT, and its coordinates are stored in a stack.

(3) After dl neighboring sites have been checked (and,
if necessary, neighboring spins have been flipped), the
spin whose coordinates were stored in the stack last
becomes the “centrd” spin and the operation 2 is
repeated).

(4) The procedure of flipping the spins is terminated
when the stack is empty. This processis called flipping
of a“clugter,” and dl flipped spinsare said to belong to the
“cluster” (Wolf). We note that when a cluster is flipped,
using the procedure described above, the same spin can be
checked several times, but it can be flipped only once.

This algorithm implements a Markov process, and
spin configurations are generated with the correspond-
ing probability. The energy and magnetization of a
given spin configuration n are cal culating using the for-
mulas

e, = —Zoicj, m, = Zci. 4
i, j i

To decrease the correlations, the energy e and the
magnetization m of the spin configuration were calcu-
lated every three flips of a Wolf cluster—we call this
one Monte Carlo step. At the outset of the calculations
al spins are paraléd (so-called “cold start”—this corre-
sponds to the state of the system at T = 0). To obtain a
spin configuration characteristic for agiven temperature,
a certain number of clusters must be flipped. This pro-
cessiscalled thermalization. In our calculations thermal -
ization constituted 10* Monte Carlo clusters. Then, the
thermodynamic characteristics for a given sample were
calculated by averaging over N = 10° configurations
using the formulas

N
E = (&= %nzlen,
’
M = Om0d= NZlmnll
n=1
c = Bzﬁ%%eﬁ—uﬁﬁ )
n=1 |:|

0 O
B Y m—-Omc0 B>B,
N2 :
X = N
1 2
BN Z My, B < Bcv
n=1
where n isthe number of agiven spin configuration and

Ll.. [ sthethermodynamic average over the spin config-
urations.
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3. DATA PROCESSING METHOD
3.1. Analysis of Existing Methods

We recall that our problem is to calculate the ratio
R=T/I"" of the critical amplitudes” and I'" of the sus-
ceptibility. To determine the critical amplitudes we must
know the critical temperature, and using this temperature
we must interpolate the numerical datain order to deter-
mine the critical amplitudes and critical exponents.

We shall now andyze the possibility of such an analy-
sis for the example of an impurity-free two-dimensional
Ising model, for which an analytic solution is known.

For the Ising moddl, smoothing [23] of the singulari-
tiesof the susceptibility in acertain range[—t,(L), T,(L)] of
the reduced temperature T = (T — T,(q))/T occurs on a
finite-size lattice. Here and below we shall use a defini-
tion of the reduced temperature where the denominator
contains not T, but rather T, which is generally accepted
for analysis of the behavior of the susceptibility [24].
The “smoothing” radius t,(L) of the singularities of the
susceptibility isinversely proportional to the size of the
system: T,(L) = 1/L. Thisis because for |t| ~ T,(L) the
correlation length &(1) = 1™ (v = 1) reaches the lattice
size L. Correspondingly, the values of the thermodynamic
quantities within the smoothing radius, 1| < T,(L), are
bounded and differ from their values for an infinite
sample. The smoothing effect has been demonstrated
numerically in [25].

For the Ising model without impurities (T,(0) =

2/In(./2 + 1)) = 2.269185314...), the dependence of
the susceptibility X (1) near the critical point for [t] < 1
isknown [24]:

-y
T =) GTED T 10
M)’ (1+eT)+..., 1<0,

where y = y = 7/4, T = 0.9625817322..., ' =
0.0255369719..., e, = 0.07790315.... It is easy to see
that, despite the smallness of the coefficient & the cor-
rection e 1 to the scaling dependence x4(t) = [T[Y can
become substantial for comparatively small values of
the reduced temperature T and reaches 1% even for 1, =
0.13.

Thus, the critical behavior of the magnetic suscepti-
bility, t,(L) < |t| < T, can be observed in the tempera-
ture ranges X(1) = X4(1). The existence of the critical
region can be proved by constructing plots of the ratio
of the susceptibility toitssingular part X, = 1Y[26]. An
exampleisshownin Fig. 3 for asystem with linear size
L = 256. It is evident from the figure that in the critical
region 0.01 < T < 0.1 there exists a “ plateau” —a section
where theratio of the numerical data obtained for the sus-
ceptibility x to x5 = T is quite close to the theoretical
value of the critical amplitudes (see expression (6)).

The plot of the susceptibility with concentration p of
magnetic sites on a lattice with afinite linear size L
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Fig. 3. Ratio of the computed susceptibility x(|t|) to thesin-
gular part of the susceptibility X(|t])in the critical region of
the pure Ising model. The exact value of the critical temper-
ature T, = 2.26918... was used to calculate 1. The solid lines
show the theoretical values of the critical amplitudes for an
infinite lattice.

possesses a maximum at a certain value of the temper-
ature T,.(p; L); see [7]. Asthe impurity concentration g
increases, the critical temperature T(q) decreases mono-
tonically to 0 [1] when the critical impurity concentra-
tion g, = 1 — p, is reached, as shown in the phase dia-
graminFig. 1.

Thus, to determine the critical amplitudes we must
first calculate the val ues of the susceptibility X comp(T, P)
for afixed impurity concentration q = 1 — p for several
values of the temperature T in the low- and high-tem-
perature critical regions. Next, we must know the criti-
cal temperature T(p) for each fixed value of the con-
centration p of the magnetic sites. It is necessary to
know T.(p) in order to calculate the reduced tempera-
turet = (T =Ty p))/T and then fit the numerical datafor
the susceptibility X comp(T, ). Thefitin turnis necessary
in order to determine the critical amplitudes of the sus-
ceptibility, I"(p; L) and I"(p; L), and the critical expo-
nents y(p; L) and y(p; L) assuming

. -y(p; L)
TXeono(Ts P) = g—(p, L)(1) V_p g 1>0, @
'(p; L)(=1)"™ Y, t<0.

The Monte Carlo calculation yields a set of numeri-
cal values of the susceptibility x(T, p; L, i), wherei is
the number of the sample, i =1, N, and N, isthe num-
ber of samplesin the simulation of a system of sizeL.
The redlization of disorder, i.e., the difference in the
distribution of the impurities over the sitesof an L x L
square lattice, distinguishes the samplesi.

The values of the critical temperature T,(p) for the
Ising model in the presence of impurities are not known
analytically. We need amethod to determine T.(p) from
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the experimental numerical data. The following meth-
ods are most commonly used:

Thefirst method is Binder’s cumulant method [ 3]

(T, p; L)O _
30A(T, p; L)

To determine T, it is necessary to cdculate the cumulant
U (T, p) =[U(T, p; i)], averaged over i = 1, ..., N, sam-
ples, for severd lattice sizes (L, Lo, ..., Ly,). The critica
temperature T, is determined as the temperature at which
the average value of the cumulant isindependent of the
latticesize U, (T, p)= U, (T, p) = ... = U (T, p)-

U(.p =1-

In [27] the calculation of Binder’'s cumulant by the
transfer- matrix method was checked for a two-dimen-
sional Ising mode! with random bonds J; on a strip of
finite width for the special case of a self-dual model.
For this model the analysis simplifies substantially
because the critical temperature is known exactly. It
was found that the value of Binder’s cumulant seemsto
be universal. At the same time it was found that the
accuracy of determination is inadequate to establish
universality reliably. Our preliminary Monte Carlo calcu-
lations showed that even for our case of a mode with
impurities at the sites the computational accuracy isinad-
equate to establish reliably the universdity of Binder's
cumulant.

The second method uses the maximum susceptibil-
ity. For afixed lattice size L the temperature T*(p, L) at
which the susceptibility X(p, T; L, i) ismaximum can be
taken as“critical.” Inthiscaseit isdifficult to determine
for a specific sample the position of the maximum with
an error much less than the smoothing radius 1,. To
determine Ty(p) by this method it is necessary to have
datafor different lattice sizes and to determine the limit

Te(p) = lim TH(p; L).

The temperatures T*(p; L, i) generally speaking are
different for realizations of samples i with different
impurity distributions. The average temperature T*(p; L)
can be determined from these realizations by two meth-
ods. These approaches are equival ent when self-averag-
ing of the computed quantity occurs [28]. We note that
the question of self-averaging of the temperature has
not been adequately studied for a system with nonmag-
netic impurities [29], especially near the percolation
point.

In the first averaging method, the magnetic suscep-
tibility can first be averaged over samples:

X(Topi L) = [X(T, pi L] = 3 (T, pi L),
i=1

and then T*(p, L) can be determined from the maxi-
mum of the average susceptibility x(T, p; L).
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Table 1. Two variants of afit to the critical amplitudes of the susceptibility for the Ising model on a square lattice with linear
size L = 256 without impurities (p = 1) and a comparison with exact values

variant Be r r y=y R
Exact theory 0.440687 0.025%4 0.9625 175 37.685
Fit of the amplitudes 0.440687* 0.024730(27) 0.9667(30) 1.75* 39.09(15)
Method of the present paper 0.440831(14) 0.02388(8) 0.9596(53) 1.7567(11) 40.19(23)

*The value of the parameter is fixed and does not change in the course of the fit. The value in parentheses is the statistical error to the last
significant figures of average quantities, calculated as the standard deviation when averaging over samples.

The second approach consists of finding the critical
point T*(p; L, i) for agiven samplei and averaging over
samples.

TP L) = [Tpi L) = 53 THpi L),

Simulation of large lattices (L ~ 256) requires a
large volume of computer calculations for each sample.
Consequently, the number of samplesis often not very
large. It would be attractive to have a method for ana-
lyzing computational results that would make it possi-
ble to process data for an individual sample. To deter-
mine the critical temperature according to the data for
an individual configuration of impurities, we proposed
the following method for analyzing the data.

3.2. New Method

Our method is based on a single assumption about
the critical behavior of the susceptibility. We assume
that the critical exponentsy and y' are the same on both
sides of the transition point and that the analytical cor-
rections to the singular part of the susceptibility are of
the same nature. Thisactually reducesto equality of the
“effective” exponents y and y', since we do not know
the corrections to scaling in the presence of impurities.
In the approximation using equations (7), we obtained
avalue of the temperature for each sample T*(p; L, i)
in amanner so as to make the effective exponentsy and
Y equal to one ancther. In so doing, we have two param-
eters, for each exponent, for fitting the experimental
numerical data in each phase. In the high-temperature
phase we have the exponent y and the amplitude I'; in
the low temperature phase we havey and I

The results of an application of this method to the
pure Ising model (p = 1) and a comparison of this
method with the known exact values are presented in
Table 1. The exact numerical values of the critical
amplitudes ™ and I'" [24] and the reciprocal of the crit-
ical temperature . = 1T, for an infinite system are
given in the first row. The second row gives the values
of the critical amplitudes obtained by approximating
the numerical data for a finite lattice L = 256 using
equations (7), where we used the exact values 3. =

In(/2 + 1)/2 and y = 7/4. Finally, the third row gives
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the results of our method for analyzing the same
numerical data. The difference of the value found for
the reciprocal of the critical temperature from the exact
valueislessthan the roundoff interval of the singularity
T, = 1/L = 0.004. The differencein the ratios of the crit-
ical amplitudes in the second and third rows on five
standard deviations can be attributed to the systematic
error of the method employed. This is due to the diffi-
culty of performing calculations of the critical ampli-
tude "', which is small in magnitude, in the ordered
phase. As one can see from Table 1, the accuracy of the
calculation of the critical amplitude I is much higher
and is identical, to within the statistical error, to the
exact value for an infinite lattice and with the approxi-
mate value presented in the second row in Table 1.

In the critical region the plot of the susceptibility
(multiplied by T) should beidentical to 't fort >0
and "'(=t)"1">for 1 <0, and in double logarithmic coor-
dinates it should follow two straight lines with the tan-
gents of theslopeanglesy =y = 1.75. The singular part
of the susceptibility x(T) in double logarithmic coordi-
nates is represented by two straight lines:

Inxs = Inl —ylnT,

Inxs = InT"=y'In(-T). ®)

The numerical dataagree well with the known behavior
of thesingular part of the susceptibility, xs= [t*". The
difference of the critical amplitudes from the exact val-
ues is explained by the finiteness of the lattice—the
exact value equal to y = 1.75 and the critical exponentsy
and y assume values on an infinite lattice, where the
dependence (6) isvalid as awhole.

The values presented in Table 1 were obtained by ana-
lyzing the numerica data from a sequence of 1.5 x
10° Monte Carlo steps divided into five segments. To
decrease the correlation between the values at succes-
sive steps, the values of the energy and magnetization
(4) calculated every three Monte Carlo steps were used
to perform the averaging. The first 10* Monte Carlo
steps were used for relaxation of the system from the
initial state and were not used for averaging.

The error of the method described above is dis-
cussed in [30]. The numerical values presented for the
critical exponents and the preexponential completely
correspond to the known values for the pure model. The
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Table 2. Number of samples N, in the ssmulation of the Ising model with magnetic site concentration p

p 1.0 0.97 0.93 0.90
N 5 10 13 12

0.85 0.82 0.80 0.78 0.75
20 13 21 15 18

Table 3. Theresults of afit to the critical behavior of the magnetic susceptibility by the method of this paper (Section 3.2)

p P-Pe r r y B T rmr:
1.00 0.407 0.02388(8) 0.9596(53) 1.7567(11) | 0.440831(14) | 2.26844(7) 40.19(23)
0.97 0.377 0.02366(15) 0.9456(82) 1.8144(26) | 0.462742(36) | 2.16103(7) 39.96(19)
0.93 0.337 0.023919(42) | 0.955(16) 1.8846(67) | 0.496368(63) | 2.01463(2) 39.98(38)
0.90 0.307 0.02526(95) 0.999(31) 1.927(13) 0.52544(13) 1.9032(5) 39.65(58)
0.85 0.257 0.03240(98) 1.266(33) 1.954(11) 0.58488(15) 1.7098(5) 39.25(56)
0.82 0.227 0.0369(21) 1.423(64) 1.985(21) 0.62872(29) 1.5905(1) 38.92(85)
0.80 0.207 0.0427(13) 1.703(48) 1.969(13) 0.66214(19) 1.5103(4) 39.98(58)
0.78 0.187 0.0518(26) 1.991(84) 1.959(17) 0.70130(59) 1.4259(1) 39.08(1.4)
0.75 0.157 0.0678(49) 2.611(93) 1.952(21) 0.77060(98) 1.2977(17) 40.55(20)

estimates made in [30] show that the temperature
T(p; L, i) depends relatively weakly on the accuracy
with which the critical exponents y and y are deter-
mined. Conversely, theratio I'/T"" of the critical ampli-
tudes depends very strongly on the accuracy with
which the critical exponentsyandy are determined and
on the accuracy with which thetemperature T(p; L, i) is
determined.

4. SIMULATION RESULTS

The method proposed in Section 3 was used to pro-
cess the numerical data which we obtained by simulat-
ing a two-dimensional Ising model with random non-
magnetic impurities occupying sites of a square lattice
with linear size L = 256. We employed periodic bound-
ary conditions, for which, as is well known, the effect
of the boundaries is weaker than in other methods
[23, 25]. The number of samplesfor each concentration
p of Ising spinsfromp =1to p = 0.75 isindicated in
Table 2. The samples were produced by randomly
selecting the coordinates of the nonmagnetic sites,
which was done in order to achieve the required con-
centration of nonmagnetic sitesq=1—p. Tothisend, a
shift register type random number generator was used
(see, for example, [15] and the brief discussion of the
quality of random numbersin [31]). In the simulation
theinitial sequence of 10* Monte Carlo steps was used
for relaxation from theinitial ordered state. The energy
e, and magnetization m, (see equation (4)) as well as

the squared magnetization mﬁ and the fourth power of

the magnetization mﬁ were calculated for N = 10° states

of the system; another 2 x 10° intermediate states were
omitted. This guaranteed that there would be no corre-
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lations between successive values of the magnetization
and its moments; the autocorrelation time for a system
of size L = 256 is about three Monte Carlo steps for a
pure Ising model [21]. In our case, the correlation time
for an impurity concentration of less than 30% does not
change much.

The susceptibility x(T; L, i) was calculated using the
expressions (5) in the critical region 0.009 < |1] < 0.11
for magnetic site concentration p = 1, in the region
0.01 < |t]< 0.1 for p=0.97, and in the region 0.03 <
[t] <0.1for al other concentrations presented in Table 2.
The simulation for each sample was performed with
44 values of the temperature in each temperature range.
Thus, the data analyzed below were obtained by ana-
lyzing atotal of gpproximately 5 x 10° configurations of a
system of 65526 spininthe equilibrium state. Theremain-
ing approximately 10° configurations were dropped dur-
ing averaging.

The functions 't~ in the disordered phase and
I"'(=1)7Y inthe ordered phase, using double logarithmic
coordinates (see equation (8)), werefit to the numerical
data for each sample. The value of the “critical” tem-
perature T*(p; L, i) for each sample was determined
from the condition that the critical exponents are equal
to one another: y(i) = y(i). We recall that the reduced
temperature 1 depends on T*(p; L, i). The values
obtained in this manner for the temperature T*(p; L, i),
the critical exponents y(i), and the critical amplitudes
(i) and I''(i) were averaged over different realizations
of sampleswith afixed impurity concentration g. These
values are presented in Table 3. It is evident that the
critical amplitudes™ and "' vary very strongly, approx-
imately by a factor of 3, as the concentration of mag-
netic sitesvariesfrom p = 1to p = 0.75, while theratio
I/ of the criticd amplitudes remains unchanged to
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Fig. 4. (a) Critical amplitudes of the susceptibility I and I'", (b) their ratio I'/I"", and (c) the effective critical exponent y asafunction
of the concentration of the Ising spins. The solid straight lines represent the exact values for the “pure” |sing model; dotted line rep-
resents the average value of the amplitude ratio. Thefilled squares and circles with error bars show the data from Table 3; the open

circles show the data from Table 4.

within the statistical error. Table 1 also givesthevaluesAp
of the distances up to the percolation point p. = 0.592746
[14]. As an illustration, the dependences of the critical
amplitudes " and " are constructed in Fig. 4a, and the
dependence of their ratio I'/T" is constructed in Fig. 4b.
The conclusion that the critical amplitude ratio '/l is
independent, which can be drawn from the data pre-
sented, isthe main physical result of this paper.

We note that while the ratio I'/I"" of the critical
amplitudes of the susceptibility remains unchanged in a
quite wide range of impurity concentrations, the effec-
tive critical exponent y of the susceptibility varies quite
appreciably. It is evident from Fig. 4c that the value of
this exponent increases continuoudly, and it assumes its
maximum value a an impurity concentration of approxi-
mately 20%, after which it decreases. Thisvariation of the
effective critical exponent y agrees qualitatively with
the variation noted in [9-11].

To monitor the accuracy we also performed a some-
what different analysis of the same numerical data
Specifically, first we averaged the numerical data for
the susceptibility over the samples:

X(Ti0) = 3 XL, ©

i=1

The functions 't and M'(-T)Y were then fit to these
values. The values obtained in this manner for the crit-
ical exponentsy and the critical amplitudesl™ and I are
presented in Table 4. The values are identical to those
presented in Table 3. This indicates that the fitting pro-
cedure is stable and the results of the analysis of the
numerical data are reliable. Moreover, the agreement
between the results of the two methods of averaging isan
indirect indication of the fact that the susceptibility in the
indicated parameter range is a self-averaging quantity.

Table4. Theresult of afit to the average susceptibility x(T; L) (see the definition (9))

p P—Pe r r y B T, rm:
1.00 0.407 0.02388 0.959880 1.7567 0.44083 2.26845 40.20
0.97 0.377 0.02364 0.944944 1.8146 0.46274 2.16104 39.97
0.93 0.337 0.02386 0.953161 1.8850 0.49637 2.01463 39.95
0.90 0.307 0.02482 0.984451 1.9323 0.52551 1.90291 39.66
0.85 0.257 0.03202 1.257918 1.9551 0.58492 1.70964 39.28
0.82 0.227 0.03538 1.371543 1.9947 0.62873 1.59051 38.76
0.80 0.207 0.04064 1.653404 1.9796 0.66224 1.51003 40.69
0.78 0.187 0.05037 1.908872 1.9688 0.70111 1.42631 37.90
0.75 0.157 0.06197 2.418006 1.9808 0.77073 1.29747 39.02
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he obtained values of the critical exponent ratio y/v =
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5. CONCLUSIONS

We have presented the results of a numerical inves-
tigation of the behavior of the magnetic susceptibility
in the critical region of the two-dimensional Ising
model with nonmagnetic impurities. Our data are based
on an analysis of the temperature dependences of ther-
modynamic quantities. These are the dependences that
make it possible to determine the critical amplitudes.

In virtually al previous works (with the exception
of [26]) the critical exponents were extracted from an
analysis of the dependences of the thermodynamic
guantities on the dimensions of the system at the criti-
cal point (see the review in [2]). To demonstrate the
quality of our numerical data and the possibility of mak-
ing a direct comparison with the results obtained by
other authors, we a so performed a similar finite-dimen-
sional anaysis.

We shall now investigate the dependence of the sus-
ceptibility on the lattice size for the critical point. Our
method makes it possible to determine the critical point
for each sample. Consequently, the susceptibility can
be calculated for each sample i and then averaged over
N, samples:

N,
(loaL) = - 3 B L.

where N, is the number of samples. The variance f3; is
small compared with the radius of “smoothing” of the
susceptibility at the critical point, T, < /L = 0.004 for
L < 256. Consequently, we can determine

8] = > B
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and then find

Ny
ML) = - 3 MR, L.

For L = 256 we obtained
547(22),

[Mava

[M]av2 = 563(16),

i.e., both approaches give consistent values within the
limits of error.

For latticessizesL < 128 it isimpossible to determine
the critical temperature for each sample by the above-
described method because the criticd region where a
power-law fit of the susceptibility is possible vanishes.
Consequently, we used the second method for calculat-
ing the susceptibility at the critical point: [n?] (L) =
[M].,2(L). Figure 5 shows the dependence of [m?] (L)
for concentrations p = 1.0 and p = 0.85. The numerical
va ues of the effective exponentsareidentical to those pre-
sented by other authors (compare, for example, [10]).

Thus, the results of this paper can be divided into
two parts.

The first part is methodologicd. We developed and
successfully applied a new method for analyzing the criti-
ca behavior. This method makes it possible to extract
simultaneoudy from the numerical data the vaues of the
critica temperature, the critical exponents, and the ampli-
tudes. Our determination of the“critical” temperature of a
finite-size sample has adefinite meaning. Specifically, this
is the temperature which determines the equality of the
critical exponents of susceptibility inthelow- and high-
temperature regions. It is obvious that such a condi-
tional determination of the critical temperature is con-
sistent with the well-known fact that a phase transition
isimpossible in afinite- size sample.

The second part of the resultsis associated with the
investigation of the critical behavior of the Ising model
with nonmagnetic impurities. The basic result of this
paper is a numerical determination of the fact that the
ratio of the critical amplitudes of the susceptibility is
independent for concentrations of nonmagnetic impuri-
tiesqranging from 0to 0.25. Hence it can be concluded
that in the indicated range of impurities the critical
behavior of our system once again liesin thelsing univer-
sdlity class. Thevariation of the effective critical exponent
of the susceptibility, which we observed and confirmed in
our investigation, can be attributed to theimpurity concen-
tration dependence of corrections, which are unknown
to us, to the scaling. At least, thisis so for asufficiently
low concentration of impurities, when the Dotsenko—
Dotsenko—Shal aev—Shankar—L tidwig theory is applica-
ble [5, 6]. Specificaly, when the known logarithmic
behavior isincluded in thefitting procedure, the critical
exponent y remains equd to the “pure’ value 7/4. For
large values of the concentrations, a fit of this kind
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becomes unstable. This indicates the appearance of new
correction terms of aform which is unknown to us.

A very attractive feature of our method isthat, aswe
found, the ratio of the critical amplitudes of the mag-
netic susceptibility can be calculated to a higher degree
of accuracy than, for example, the other ratio of the crit-
ical amplitudes. Binder's cumulants [27]. It is of inter-
est to determine theratio of the critical amplitudes near
the percolation point of the lattice. In so doing, it could
be possible to investigate a transition from the Ising
universality class to the percolation class.
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Abstract—Resonance scattering of a transverse sound wave by a planar defect in an elastic isotropic medium
is studied in awide range of values of theratio of the damping length and the size of the region of localization
of longitudinal oscillations. The transition between two limiting cases is described. The character of the transi-
tion is demonstrated by typical plots of the dependence of the reflection and transmission coefficients on the
parameter relating the wavel ength of the incident wave and the strength of the defect. It is shown that renormali-
zation of total reflection into conventional dissipative passage occurs for values of this parameter below a cer-

tain critical value. © 2000 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

In the last few years peculiarities of the resonance
reflection of particles or waves by defects has been
found in scattering theory for cases where the disper-
sion law possesses more than one branch of stationary
states or, in other words, the Green's function of the
corresponding equations has at least two components.
Examples are the resonance interaction of the trans-
verse and longitudinal components of an acoustic wave
at aplanar defect in the theory of elasticity [1-4] or in
the simplest vector model of a crystal lattice [5], the
scattering of waves described by a scalar equation tak-
ing into account the highest-order dispersion (i.e.,
including fourth-order spatial derivatives) [6], two-
channel scattering by a point defect [7], and finaly,
oscillations in waveguide systems, where transverse
guantization gives rise to a system of branches in the
dispersion law for one-dimensional motion [8]. Inall of
these examples the same particle energy (or wave fre-
guency) can correspond to two stationary states of a
different nature: one state being a wave propagating in
all space (or only in one half-space) and the other state
being localized at a defect. In the presence of a defect
the independent modes of an ideal system interact, and
the traveling wave can undergo resonance scattering by
alocalized oscillation similar to scattering by an inter-
nal dynamic mode of a defect.

One feature of resonance reflection, which will be
analyzed below, is the predicted total reflection of a
wave by a passive defect (a defect with no internal
dynamical degrees of freedom) for a certain value of
the wave frequency. Specifically, scattering of a trans-

verse sound wave by aplanar defect in an elastic isotro-
pic medium is studied. It is assumed that the phase
velocity ¢ of thewave along the defect falls between the
transverse ¢, and longitudinal ¢; sound velocities in the
bulk. It has been shown [1] that in the limit ¢, —c < ¢
the reflection coefficient for such a wave is exactly 1
along the curve

= const(kH)?, kH <1

inthe (c, k) plane, where H is the effective thickness of
the defect layer, defined taking into account the
strength n of the defect: H = nh, where h is the thick-
ness of the defect layer. A relation determining this
curve in a wide range of values of ¢ and k has been
foundin [2]. It isinteresting that although the values of
¢ and k for which the reflection coefficient is 1 and
hence the total reflection curve depends on the strength
and thickness of the defect, the fact of total reflection
itself remains unchanged for arbitrarily small thick-
nesses of the defect layer.

In [4] it is asserted and confirmed by a calculation
that total reflection of a wave by a planar defect with
infinitesimal thicknessis unphysical or, at least, unsta-
ble with respect to the processes that are ordinarily
neglected in an idealized theory. One such process is
any weak damping of sound waves, which is usually
neglected in the theory of elasticity.

The basic ideais asfollows. Let T be the relaxation
time determining the damping of a sound wave. It is
related with the viscosity v by the well-known relation
1! = v(w/c)?, where w is the wave frequency. The

(D
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damping of a sound wave is assumed to be weak, the
criterion for which iswt> 1. Tofirst order in the small
parameter (wT)~* the velocity dispersion is determined
by the relation

10
20t @)

Consequently, the damping length |, of a sound
wave is approximately

l,0ct = v’ ©)

As noted above, the resonance interaction of trans-
verse sound with a planar defect is due to the interac-
tion of an incident transverse wave with localized lon-
gitudinal oscillation. The resonance properties of such
an interaction can be manifested in full measure only if
the damping length |, is much greater than the size of
the region of localization of longitudinal oscillations:

ly > 1/K,, (4)

where K, is a constant that determines the spatial expo-
nential decay of the amplitude of longitudinal oscilla-
tions. By definition

S =G

K, = kJ1—(clc)’. (5)

Consequently, using the estimate (1), which was
obtained neglecting damping, the condition (4) assumes
theform

1 _vo
r]hk>H(—C2. (6)

It follows from equation (6) that for nhk < 1 the
possibility of describing the resonance properties of a
planar defect neglecting damping of sound islimited, at
least, to the region (6). It will be shown below that a
systematic calculation will give more stringent limita-
tions than the stronger inequality (6), so that the latter
can be interpreted as a necessary condition for neglecting
dissipative effects when analyzing resonance scattering.

In the opposite limit there should be no resonance scat-
tering. Systematic analytic calculations have confirmed
that resonance vanishesin the limit kH —» 0 [4].

In the present work resonance scattering by aplanar
defect is studied in awide range of values of the param-
eter 1ok, and the transition between different limiting
cases is described. The character of the transition is
demonstrated by typical plots of the dependence of the
reflection and transmission coefficients on the parame-
ter Hk.

2. RESONANCE SCATTERING
WITH DISSIPATION

We shall use the simple model proposed in [3] for a
planar defect to study the qualitative physical phenomena
associated with the problem under discussion. In [3] the
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problem of the scattering of a transverse Rayleigh-
polarized sound wave

u(x, z) = (u, 0,u,) = u(z)exp(ikx—iwt)

by a flat isotope-defect (Z = 0 plane) in an isotropic
medium was solved. This model is a particular case of
the model examined in [4], if in the latter the coeffi-
cients associated with capillary effects (the surface ten-

sion and the surface elastic moduli),! are set equal to 0
and only the mass defect is taken into account. Such a
defect and, hence, the boundary conditions do not fun-
damentally change the character of the phenomena.
The boundary conditions presuppose that the elastic
displacements are continuous at the plane of the defect
and the jump in the norma components of the stress
tensor, which is determined by the defect strength
parameter? n = (M —m)/m, where mis the mass of the
atoms of the medium and M is the mass of the isotopes
in the defect layer.

The solution u(z) is assumeto be a sum of avolume
transverse wave and a longitudinal wave localized at
the defect. Application of the boundary conditions
yields expressions for the reflection coefficient R = |A]?
and transmission coefficient T = |B|?, where Aand B are,
respectively, the amplitudes of the reflected and trans-
mitted waves [3]:

A= 10
A @)
x [(2koCf —Nhw?) (K - %) —nhk’ci (kg + a°)],
B = 29(2k,cf -nhe), ®)
2 2 (.02 2 2, 2 2
A= nh{(ZKoq —nhw )? +nhk“c/(q —Ko)}
t

+2iq[ (2K o] —Nhw?) — (Nhk)Kecf],

where K, = K, (see equation (5)) and q = k,/(c/c,)’—1
is the z component of the wave vector of the transverse
wave.

Analysis of these expressions permits writing the
obvious conditions for resonance scattering.

The condition for total reflection(R=1, T=0) is

2KoCr = nhw’, (10)
and the condition of total transmission (R=0, T=1) is
o K +cf) —o’

2KoCt = nhow I
2_

(11)

1 The coefficients 0; and hy4 in equations (6) and (10) in [4].
2 In [3] this parameter was determined with the opposite sign.

No. 6 2000



976

ar

C

nhk

Fig. 1. Curves of the resonance dispersion laws (10) and (11).

The curves of the resonance scattering frequencies
(10) and (11), neglecting damping, in the (k, ¢) plane are
displayed in Fig. 1.

Introducing the viscosity into the dynamical equa-
tion by taking viscosity into account in the dispersion
of the sound velocity (2) does not change the form of
the equation itself. This means that to discuss the effect
of damping on the effects under consideration it is suf-
ficient to replace in equations (5), (10), and (11) ¢, by §
(and K, by K).3

For convenience, we now introduce the notation & =

vw/2¢?, which by virtue of equation (4) presupposes

that & < 1. Then, we obtain the following expression
for K [4] in the leading approximation in &:

K® = Ko—2i&(wlc)’.

Theold formulas (10) and (11) can be used to obtain an
expression for K, near resonance scattering and trans-
mission. Consequently, under resonance conditions
where ¢ — ¢, (nhk < 1) the formula for k? acquires
the form

kK = K’[y*(nhk)*-2i&], (12)

where y = 1/2 for resonance reflection and y = (c|2 +

¢’ —c?)/2(2¢? — ¢?) for resonance transmission. Since
yisof theorder of 1, sound damping intherelation (12)
can be neglected only if

(nhk)® > &, (13)

which isastronger condition than equation (6) (see[4]).
The condition (13) includes almost the entire veloc-
ity range under study, ¢, < c < ¢;, except for small neigh-

borhoods near the limits, precisely where the damping
is observed.

3 Since (see the Introduction) the effects under consideration
appear in the limit ¢ — ¢, the dispersion of the velocity of
transverse oscillations can be neglected.
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Substituting the expressions (2) and (12) into the
expressions (7) and (8) we obtain the coefficients R and
T as functions of the phase velocity ¢ and the strength
of the defect (the parameter nhk) on the curves of the
frequencies of the “old” resonances (10) and (11):

0 J2yH 2y
(14)

2
+E(z-w2>¢x—-1-ﬁﬂ,
O Y O

_ 4w -1rg 1 f
T = T[ Ml_[_zyD”\_l] (15)

0 + [
D=[r1hk%w’lD A+1—éyg+éy%100_m_%gg
)
+J<w2—1)(x—1)(2—(nhk>2)}
(16)
+[nhk%%—wzmg+m
« BT a2 -(n?) -2
where w = clg, o = c/c’, and A =

J1+ (280w (1 - ow?))?.

We considered it useful to present the relations
(14)—(16) here even though they are extremely compli-
cated. They make it possible to calculate the scattering
parameters of a wave with any phase velocity in the
range studied (i.e, for arbitrary y) for a defect of arbi-
trary strength in aslightly viscous medium.

Analysis of equations (14) and (15) shows that, as
noted in [4], damping at frequencies of total transmission
isweak and conditions stronger than the inequality (6) are
not needed to preserve tota transmission. Conversdly, at
the frequencies of total reflection (see Fig. 2) substantial
renormalization of the effect occurs at adefinite frequency
(or for defects with a definite strength), and total reflec-
tion gradually vanishes.

The process leading to this qualitative transforma-
tion is examined in detail below.

3. APPROXIMATE DESCRIPTION
OF THE SCATTERING COEFFICIENTS
IN LIMITING CASES

The degree to which damping influences resonance,
i.e., the form of the expressions for Rand T, is largely
determined by the ratio of the real and imaginary parts
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in equation (12). The fina results are different in the
following ranges of values of the parameter nhk.
1) (nhk)? > &, the case where the influence of damp-
ing is extremely weak (13) (region ain Figs. 2 and 3).
In this case, for the old curve of the frequencies of
total reflection (y = 1/2 in equation (12)) the equality

- M‘_ﬁ}
« k[z hk

can be used to afirst approximation, and the required
substitutions yield approximate expressions for the res-
onance coefficients (14) and (15), which, naturaly, dif-
ferfromR =1and T, =0:

(nhk)°(w”—1)

(17)

R = , (18)
{(nhk)* WP -1 +88}°
T 64¢” (19)

{(nhkP W 1+eE)

The formulas (18) and (19) are completely identical
to the analogousformulasin [4], provided that the anal-
ysisislimited only to an isotope-defect layer.

Thefraction of the absorbed sound energy (neglecting
other losses) is obtained from equations (18) and (19):

168 (nhk)>Jw” —1 _
{(nhk)* WP —1+88}°

It isevident that for (nhk)3 = 8&/(W? —1)Y2 an inflec-
tion appears (the region b in Figs. 2 and 3): half the
energy (E4 = 1/2) arriving at the defect is absorbed, and
the coefficients R and T, become R, = T, = 1/4 (Fig. 2).
In[4] thisphenomenon s called anomal ous absorption.

Thus, the form of the denominators in equations
(18) and (19) determines a more stringent condition
than the condition (13) for the a description neglecting
damping (equations (7) and (8)) to be valid, specifi-
cally,

E,=1-R-T, =

(20)

(nhk)’ > &, (21)
which, asnoted in[4], isquitedifficult to produce using
real materials.

Gradually weakening, the inequality (13) (and, of
course, the inequality (21)), i.e., moving along the fre-
guency curves toward longer wavelengths and weaker
defects, we obtain the condition (nhk)?> ~ & < 1 and,
consequently,

2) the region of strong damping (sectioncin Figs. 2
and 3), where

(nhk)> < & < 1. (22)

In this case, a simplification of equation (12) leads
to therelation

K = k(1—i)4E, (23)
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Fig. 2. Reflection R and transmission T coefficients versus
the parameter nhk at total-reflection frequencies (10).
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Fig. 3. Dissipation |osses versus the parameter nhk at total-
reflection frequencies (10).

which makes it possible to smplify the expressions
(14) and (15) for the resonance parameters (for w ~ 1):

2 2\2
R = MMKP@-w)’ _

24
4w’ —1) =9
_ 1 (nhk’w*
T =1-~———. 25
4w —1) =
Thetotal dissipation in this caseisnegligible:
E, = (nhk)® < 1. (26)

It isinteresting that equations (24), (25), and (26) do
not explicitly contain the viscosity coefficient. Theviscos-
ity influences the result indirectly viathe condition (22).

In the indicated wavelength range, determined by
the requirement (nhk)? < & < 1, the interaction of a
wave with a defect is not a resonance interaction, and
the strength of the interaction is proportional to (nhk)?
at any frequency. It follows from equations (24) and
(25) that a defect is virtually transparent for such
waves.

In summary, our analysis shows that the resonance
interaction of acoudstic waves with planar defects is
extremely sengitive to disspative losses. Total resonance
reflection, which is obtained in a calculation neglecting
dissipation processes, is replaced by the transmission of
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amost al of the elastic wave through athin planar defect.
The indicated role of dissipation processes agrees with
the theoretical and experimental investigations of the
Kapitsa jump [9-11], which demonstrate that acoustic
absorption increases the transmission coefficient for
phonons through a boundary in an elastic medium.

ACKNOWLEDGMENTS

This work was supported in part by INTAS (grant
no. 167, 1999).

REFERENCES
1. A.N. Darinskii and G. A. Maugin, Wave Motion 23, 363
(1996).
2. A. M. Kosevichand A. V. Tutov, Phys. Lett. A 248, 271
(1998).
3. A.Kosevichand D. Semagin, Cond. Matter Phys. (Lviv)
1, 409 (1998).

4.

5.

10.

11.

Yu.A. Kosevichand E. S. Syrkin, Phys. Lett. A 251, 378
(1999).

A. M. Kosevich, D. V. Matsokin, and S. E. Savotchenko,
Fiz. Nizk. Temp. 25, 63 (1999) [Low Temp. Phys. 25, 48
(1999)].

A. M. Kosevichand S. E. Savotchenko, Fiz. Nizk. Temp.
25, 737 (1999) [Low Temp. Phys. 25, 550 (1999)].

A. M. Kosevich, Zh. Eksp. Teor. Fiz. 115, 316 (1999)
[JETP 88, 168 (1999)].

C. S. Kimand A. M. Satanin, Zh. Eksp. Teor. Fiz. 115,
211 (1999) [JETP 88, 118 (1999)].

R. E. Peterson and A. C. Anderson, J. Low Temp. Phys.
11, 639 (1973).

A. F. Andreev, Zh. Eksp. Teor. Fiz. 43, 358 (1962) [Sov.
Phys. JETP 16, 257 (1963)].

K. N. Zinov'eva, Fiz. Nizk. Temp. 23, 485 (1997) [Low
Temp. Phys. 23, 355 (1997)].

Trandation was provided by AlIP

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90 No. 6 2000



Journal of Experimental and Theoretical Physics, Vol. 90, No. 6, 2000, pp. 979-986.

Trangdated from Zhurnal Eksperimental’ noi | Teoreticheskor Fiziki, Vol. 117, No. 6, 2000, pp. 1127-1135.
Original Russian Text Copyright © 2000 by Guo Guanghua, Levitin, Shegirev, Filippov, Sokolov.

SOLIDS

Structure

M agnetic Phase Diagram of the I ntermetallic Compounds
Gd,_,La,Mn,Ge, and the Effect of a Field on Transitions
of the M n Subsystem from the Antiferromagnetic
into the Ferromagnetic State

Guo Guanghua*, R. Z. Levitin*-** V. V. Snegirev*, D. A. Filippov*, and A. Yu. Sokolov***
*Moscow State University, Moscow, 119899 Russia
**a-mail: levitin@plms.phys.msu.su
***Moscow Institute of Radio Engineering, Electronics, and Automatics, Moscow, 117454 Russia
Received December 17, 1999

Abstract—The magnetic properties of the intermetallic compounds Gd, _,LaMn,Ge, (layered tetragona
crystal structure of the type ThCr,Si,), investigated in the present work and in [1] A. Sokolov, et al., Sol. State
Commun. 105, 289 (1998), are discussed. It is shown that the basic characteristics of the magnetic ordering of
these compounds—magnetic phase transitions from the ferrimagnetic into the antiferromagnetic state and vice
versa—observed with increasing temperature in compositions with x < 0.1, the effect of a magnetic field on
these transitions, the temperature dependences of the magnetization of these intermetallic compounds, as well
as their magnetic T-x diagram can be described quantitatively in the Yafet—Kittel model for ferrimagnets with
a negative exchange interaction in one of the sublattices using parameters determined in [2] A. Yu. Sokolov
et al., JETP 89, 723 (1999) from investigations of the system Gd, _, Y, Mn,Ge,, taking into account the depen-
dence of the interplanar exchange interaction Mn—-Mn on the crystal lattice parameter a. © 2000 MAIK

“Nauka/Interperiodica” .

1. INTRODUCTION

The magnetic properties of intermetallic rare-earth
compounds RMn,Ge, (tetragonal layered crystal struc-
ture of the type ThCr,Si,, space group 14/mmm) are
determined by two interacting magnetic subsystems—
rare-earth and manganese, which are formed by alter-
nating layers which are perpendicular to the tetragonal
axis[3]. Numerousinvestigations (see, for example, the
review [3]) have shown that the positive Mn—-Mn
exchange interaction in alayer is the strongest interac-
tion. The Mn—Mn and R-Mn interplanar exchange
interactions are an order of magnitude weaker. The
exchange between the rare earths is another order of
magnitude weaker. An important feature is that the
interplanar Mn—Mn exchange interaction depends
strongly on the distance d between the manganese
atomsin alayer (in other words, on the lattice parame-
ter a) and changes sign from negative to positive as the
parameter a increases to a critical value a,. Since the
parameters of the crystal structure of the intermetallic
compounds RM n,Ge, decrease with increasing number
of the rare-earth element because of the lanthanide
compression effect, the intrinsic magnetic ordering of
the manganese subsystem is ferromagnetic in most of
these intermetallic compounds with light rare earths,
since for them a > a,, and antiferromagnetic in the
intermetallic compounds with heavy rare earths, since
in these compounds a < a,. Since exchange between

the heavy rare earth and manganese is also negative,
intermetallic compounds with heavy rare earths can be
treated as two-sublattice ferrimagnets with a negative
exchange interaction in the manganese sublattice.

The effect of the interatomic distances on the mag-
netic properties of intermetallic compounds of the type
RMn,Ge, can be clearly seen by comparing the mag-
netic properties of the system Gd, _,Y ,Mn,Ge,, which
we studied in [2], with those of the mixed intermetdlic
compounds Gd, _,LaMn,Ge,, for which a magnetic T—x
diagram was constructed in [1] with small (x<0.1)
substitutions of lanthanum for gadolinium. Even though
in both systems the magnetic gadolinium is replaced by
anonmagnetic element (yttrium or lanthanum), the mag-
netic properties of the mixed compounds are strongly
different.

This seems to be explained by the different depen-
dence of the crystal structure parameter a with substi-
tution of yttrium or lanthanum for gadolinium. Since
the atomic radius of yttrium is close to that of gadolin-
ium, in the intermetallic compounds Gd; _, Y ,Mn,Ge,, to
a first approximation, the dependence of the interplanar
Mn-Mn exchange interaction on the yttrium concen-
tration x can be neglected. At the same time, in the
system Gd, _,LaMn,Ge, this effect is very strong, since
the atomic radius of lanthanum is much larger than that of
gadolinium, and when lanthanum is substituted for gado-
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Fig. 1. (& b) Theoretica and (c, d) experimental temperature dependences of the magnetization of the intermetallic compounds
Gd, _ LaMn,Ge, for x = (1) 0.04, (2) 0.05, (3) 0.06, (4) 0.07, (5) 0.08, (6) 0.09, (7) 0.15, (8) 0.2, (9) 0.3, (10) 0.4, (11) 0.6, and

(12) 0.8.

linium the sign of the interplanar Mn—-Mn exchange
interaction changes.

In [2] we showed that the spontaneous and field-
induced magnetic phase transitions and other low-tem-
perature magnetic properties of the intermetallic com-
pounds Gd, _,Y, Mn,Ge, can be adequately explained
by the Yafet—Kittel modd [4], modified so as to take
account of magnetic anisotropy, for atwo-sublattice ferri-
magnet with negative exchange in one of the sublattices.
IntheYafet—Kittel model it is assumed that this sublattice
is divided into two sublattices, whose magnetic
moments, depending on the effective field acting on
this sublattice, are oriented either parallel or at an
angle or antiparallel to one another (see [2] for a
detailed description of the possible magnetic struc-
tures and magnetic phase transitions in the Yafet—Kit-
tel model). The values of the parameters describing
the exchange interactions and the magnetic anisotropy
of the compounds Gd, _,Y ,Mn,Ge, were determined
from the experimental data obtained.

The objective of the present work was to determine
how the experimental data, obtained in [1], for the sys-
tem of mixed intermetallide Gd, _,LaMn,Ge, as well
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as certain experimental results of the present work can
be described in the Yafet—Kittel model with parameters
determined from investigations of the intermetallic
compounds Gd, _,Y,Mn,Ge, (taking account of the
above-noted dependence of the interlayer Mn—Mn
exchange interaction on the lattice parameter a).

2. SAMPLES AND MEASUREMENT
PROCEDURE

In the present work polycrystalline samples of the
system Gd, _,LaMn,Ge,, on some of which the mea-
surementswere performed in[1], were used. They were
prepared for initial components on a cold hearth in an
arc furnace. The samples were homogenized in the
course of aweek at temperature 800°C in a dynamic
vacuum. X-ray diffraction showed that the samples had
asingle-phase structure.

The magnetic susceptibility of the samplesin weak
(down to 1072 T) ac magnetic fields was measured. The
magnetization of the samples was investigated with a
vibrating sample magnetometer infidldsupto 0.8 T andin
pulsed magneticfieldsupto 25 T by theinduction method.
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Fig. 2. Magnetization curves of the intermetallic compounds Gd; _,LaMn,Ge,.

3. EXPERIMENTAL RESULTS

Figure 1 displays the temperature dependences of
the magnetization of the intermetallic compounds
Gd,_,.LaMn,Ge, ina0.8T field (the data for x < 0.1
were taken from [1]). As one can see from the figure,
the temperature dependences of the magnetization of
the intermetallic compounds with lanthanum content
greater than x = 0.1 are characteristic for ferrimagnets:
the magnetic compensation temperature is observed in
most of them, and in compositions with lanthanum con-
tent x = 0.6 and 0.8 the low- temperature magnetization
increases with temperature. A different behavior was
observed in [1] in compositions with low quantities lan-
thanum (x < 0.1). At low temperaturesthey are dso ferri-
magnets, but their magnetization decreases sharply as
temperature increases. afirg-order trangition into an anti-
ferromagnetic sate isobserved [1]. Thistrangitionissim-
ilar to the one repeatedly discussed in previous work for
pure GdMn,Ge, (see, for example, the review [3]) and
attributed to a transition of the manganese subsystem
from the ferromagnetic into the antiferromagnetic state
and magnetic disordering of the gadolinium subsystem.
The temperature of this transition increases with the
lanthanum concentration. In compositions with x >
0.04 asharp increase of magnetization is observed with
afurther increase in temperature: areentrant first-order
transition into the ferrimagnetic state occurs as a result
of a sign change of the interlayer Mn—Mn exchange

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90

interaction [1]. The temperature of this transition
decreases as x increases, so that the antiferromagnetic
phase does not arise in compositions with x > 0.08.

Figure 2 shows the magnetization curves of the
intermetallic compounds Gd,; _,LaMn,Ge,. It is evi-
dent that in this temperature range, where according to
[1] the samples are antiferromagnetic, there is no spon-
taneous magneti zation and ametamagnetic transitionis
observed in afield. A similar transition was found pre-
vioudly in the single crysta GdAMn,Ge, with the field
oriented along the tetragonal axis[5] and it was inter-
preted as atransition of the manganese subsystem from
the antiferromagnetic into the ferromagnetic state.

The temperature dependences of the fields of the
transition from the antiferromagnetic into the ferro-
magnetic state are presented in Fig. 3. It is evident that
the field of the metamagnetic transition for composi-
tions with x = 0.04 and 0.05 increases monotonically
with decreasing temperature, and in compositions with
high lanthanum concentration (x = 0.06 and 0.07) the
magnitude of this field passes through a maximum at a
certain temperature.

The complete magnetic T-x phase diagram of the
system Gd,_,LaMn,Ge, is constructed in Fig. 4.
A part of the magnetic phase diagram for low lantha-
num concentrations (x < 0.1), whichwasobtained in [1]
ina0.8T field, is presented in the inset.
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Fig. 3. Temperature dependences of the fields of the transitions from the antiferromagnetic into the ferromagnetic state in the inter-
metallic compounds Gd, _,LaMn,Ge,. The dots represent the experimental data; the vertical bars describe the magnitude of the
hysteresis at the transition. The solid lines are the theoretically computed curves.

4. DISCUSSION
OF THE EXPERIMENTAL RESULTS

Comparing the magnetic T—x phase diagram of the
system Gd, _,LaMn,Ge, with the phase diagram of the
system Gd, _, Y, Mn,Ge,, presented in Fig. 3 of [2], shows
that they are different. In the system Gd, _,LaMn,Ge,, a
ferrimagnetic state occursfor all x at low temperatures,
whereas in the system with yttrium the transition from
the ferrimagnetic into the antiferromagnetic phase
through triangular phases is observed as the yttrium
concentration increases. As the temperature in the sys-
tem with lanthanum increases with low lanthanum con-
centrations, transitions occur from the ferrimagnetic
into antiferromagnetic state and vice versa, while com-
pounds with a low yttrium content transform with
increasing temperature from the ferrimagnetic into the
triangular phase and then into the antiferromagnetic
phase. As already mentioned above, these differences
areduetothefact that in asystem with yttrium the crys-
tal lattice parameter a is essentially independent of the
concentration X, and therefore it can be assumed, to a
first approximation, that the interlayer Mn-Mn
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exchange interaction does not change when yttrium is
substituted for gadolinium, whilein a system with lan-
thanum the dependence of this exchange on the lantha-
num concentration must be taken into account, since
the lattice parameter a increases strongly with the lan-
thanum content.

We showed in [2] that the magnetic properties of the
intermetallic compounds Gd, _,Y,Mn,Ge, can be ade-
guately described in aYafet—Kittel model, modified so as
to take account of the magnetic anisotropy, for atwo sub-
lattice ferrimagnet with an antiferromagnetic exchange
interaction in one of the sublattices. In what follows we
shdl consider the possibility of describing in this model
the magnetic properties of the system Gd, _, L aMn,Ge,.

We shall view these intermetallic compounds as
two-sublattice ferrimagnets, one sublattice of which is
formed by the rare-earth atoms and the other by the
manganese atoms.

In accordance with theYafet—Kittel model, we shall
assume that the manganese sublattice divides into two

sublattices with moments M5, and M5 with the same
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magnitude (M, = M} =M,), which can either be collinear
to one another and to the magnetic moment (1 —x)M; of
the gadolinium subsystem or be oriented at an angle
with respect to one another and to the magnetic
moment of the gadolinium sublattice (triangular mag-
netic structure). In addition, depending on the magni-
tude of the magnetic anisotropy, the magnetic moments
can be oriented differently relative to the ¢ axis of the
crystal.

In the Yafet—Kittel model the magnetic energy of the
intermetallic compounds Gd, _,LaMn,Ge, can be writ-
tenintheform

E = —Ap(1-X)M;(My+M3) =AM

MMMy — (U2)Ay(1—x)°M; (1)

+K(Mae+ M3) =H[(1=)M + M+ M3].
Herethefirst term describesthe exchange interaction of
the gadolinium and manganese subsystems (A, < 0),
the second term describes the Mn—-Mn exchange in the
layer (A5, > 0), the third term describes exchange
between the layers of manganese (A,, < 0 for a < ag,
A»> 0 for a > a,), the fourth term describes the
exchange interaction in the gadolinium subsystem,
the fifth term described the magnetic anisotropy of the
manganese subsystem (M, is the component of the
magnetization of manganese along the tetragonal axis,
K < 0isrelated with the uniaxial anisotropy constant K

of the manganese subsystem as K = —2«k M3), and the

last term describes the Zeeman energy. We note that in
equation (1), in contrast to the expression presented in
[2], we have taken into account the Mn—Mn exchange
interaction in alayer, since in the present work we are
interested in the high-temperature properties; in this
case the temperature dependence of the moment of
manganese cannot be neglected.

Asshownin[2], for A5, < 0 four different magnetic
phases are possible in our system in a zero externa
field.

In the first phase the magnetic moments of the two
manganese sublattices are paralel to one another and
antiparallel to the magnetic moment of the gadolinium
sublattice, so that a collinear ferrimagnetic structure
with orientation of the resulting magnetization parallel
to the tetragonal axis (Fi phase) is formed. In the two
other phases the magnetic moments of the manganese
sublattices make angles with one another and with the
magnetic moment of the gadolinium sublattice, so that
triangular magnetic ordering arises. These phases (in
[2] they are designated as T and T") differ by the orien-
tation of the magnetic moment of the gadolinium sub-
lattice relative to the crystallographic axes: they are
paralel to the ¢ axis of the crystal in the first phase and
perpendicular in the second phase. Finally, the fourth
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Fig. 4. T-x magnetic phase diagram of the intermetallic
compounds Gd; _,LaMn,Ge,ina0.8T field. Thesymbols
are the experimental data; the lines show the theoretically
computed dependences. @, (1) first-order phase transition
from the ferrimagnetic (Fi) state into the antiferromagnetic
(AF) state; m, (2) magnetic compensation temperature;
(3) second-order transition into the paramagnetic (P) state
(Néel temperature Ty); A, e—temperature at which ferri-
magnetic ordering is destroyed (Curie temperature Tg);
(4) line showing the variation of the sign of the Mn—Mn
interlayer exchange interaction; +, —the temperatures Ty,
and T from [6]. Inset: Experimental part of the phase dia-
gram for x < 0.1 from [1] compared with the computational
results.

phase (AF) corresponds to antiferromagnetic ordering
in the manganese subsystem. The energies of these
phases depend on the magnitudes of the exchangeinter-
actions of the subsystems and the magnetic anisotropy
energy.

The conditions for the existence of various mag-
netic phases and phase transitions between them at 0 K
are presented in [2]. The magnetic parameters
describing the behavior of this system in the Yafet—
Kittel model werealso determined in [2] from an anal-
ysis of the magnetic properties of the intermetallic
compounds Gd, _,Y , Mn,Ge,:

Ao =—=7.7T/ygf. u,,
Ay =-=10.9T/pgf. u.,
A =22T/ygf. u,
K = 15.8ug T/. u.

We determined the quantity A5, = 245T/ug formula
units from the Néel temperature of GdMn,Ge,. The

magnetic moment of gadolinium was assumed to be
equal to the moment of thetrivalention (7ug); the value
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of the magnetic moment of manganese (1.8ug) was
determined from the data for the single crystal [7].

As already noted above, in calculating the magnetic
properties of the system Gd, _,LaMn,Ge, it is heces-
sary to take into account the dependence of the inter-
layer Mn—Mn exchange interaction on the crystal lat-
tice parameter a and therefore on the temperature and
concentration. Assuming that this dependenceislinear,
we can write for the parameter A,,

Ay = p(a—ay). 2

According to the Kittel exchange inversion mode [§],
part of the energy due to the Mn—Mn exchange interac-
tion, taking into account the dependence on the lattice
parameter a, can be represented in the form

1N@-ay)°* "

Emnmn = E—ZT—p(a—au)M oM. (©)
ar

Here the first term describes the elastic energy, N

describes the corresponding elastic modulus, a; is the

lattice parameter at a given temperature without amag-

netoelastic contribution (for M, 00 M3 ), and the sec-
ond term describes the Mn—-Mn exchange interaction.

We can find the equilibrium value of the lattice
parameter a, taking into account the magnetodastic
energy, from the condition for aminimum of the energy:

2
a 1 mn
a= aT+pWTM2M2. (4)

Substituting this value into the formula for the energy,
we find the equilibrium energy of theinterplanar Mn—Mn
exchange interaction:

2.2
1 " a 1 mn
Emnwn = —P(@r—a,)M 2M2—_p2NT(M M 2)2- (5)

Thus, taking into account the lattice parameter depen-
dence of the exchange interaction leads to the appear-
ance of an additional contribution that is biquadratic in
the magnetic moments (biquadratic exchange) in the
expression for the exchange energy. We note that, asthe
estimates showed, in intermetallide systems Cd-La
biquadratic exchangeisweak (it isabout 1 or 2% of the
ordinary exchange which is quadratic in the magnetic
moments). Moreover, at a phase transition of the man-
ganese subsystem from the ferromagnetic into the anti-
ferromagnetic state, which we are discussing, the
biquadratic exchange energy does not change. Conse-
guently, we shall neglect the biquadratic exchange in
the calculations bel ow.

TocaculateA,, = p(ar—a) itisnecessary to known
the critical lattice parameter a,,, the lattice parameter a;
a a given temperature, neglecting the magnetoelastic
contribution from the Mn—Mn exchange interaction,
and the parameter p.
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We used the value of the critical lattice parameter
a, =4.045 A, determined in [6] from an analysis of the
magnetic properties of the intermetallic compounds
Y, _,LaMn,Ge,.

Thevauesof a;inthemagnetically order state were
found from our measurements of the lattice parameters
of the intermetallic compounds LaMn,Ge, and
GdMn,Ge, [9] by extrapolation using the Debye law
for the phonon contribution to the thermal expansion
from the paramagnetic temperature range. The Debye
temperature 415 K was determined by analyzing our
experimental data for the temperature dependences of
the parameters of the crystal structure of the nonmag-
netic intermetallide Y Co,Ge,. The values of a; for the
mixed intermetallic compounds Gd-L awere cal cul ated
from the following formula using the data for pure
GdMn,Ge, and LaMn,Ge, assuming Vegard's law to
hold:

ar(x) = (1-x)as’ +xar™ (6)

Knowing the parameter a; for GAMn,Ge, and the value
of a,, we found using equation (2) and the value of the
parameter A,, = —10.9T/pg formula units for this com-
pound at low temperatures that p = 310T/pg A formula
units,

We shall analyzefirst the properties at low tempera-
tures, where the field dependence of the magnetic
moments of the gadolinium and manganese subsystems
can be neglected. Analytic expressions for this case
were obtained in [2] for the conditions of existence of
various magnetic phases. Using these conditions it is
possible to explain why, in contrast to the system
Gd, _,LaMn,Ge,, triangular magnetic phases do not
arisein the system Gd, _,Y,Mn,Ge,.

Itisshown in [2] that triangular phasesin ferrimag-
nets with negative intrasubl attice exchange are possible
only if the anisotropy is small compared with this
exchange:

K <=2\ ,M2, ©)

and when this condition is not satisfied, they become
energetically unfavorable and only ferrimagnetic (Fi)
and antiferromagnetic (AF) phases are possible in the
system, i.e., the system becomes an Ising system. Since
the quantity A, in the intermetallic compounds
Gd, _,LaMn,Ge, decreases in absolute magnitude as
the lanthanum content increases (see equation (2)), the
condition (7) for the appearance of triangular phasesin
the system holds only for small values of x.

On the other hand, it is shown in [2] that noncol-
linear phases appear because of the decrease in the
intersublattice exchange interaction with substitutions
when

(1 =X)A,M; <2A,M, + K/ M, (8)
A combined analysis of equations (7) and (8), taking
into account the dependences of the Mn—Mn interlayer
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exchange interaction on the interatomic distances (see
equations (3), (4), and (5)), shows that the triangular
phase cannot arise in gadolinium-anthanum interme-
tallic compounds at low temperatures, since with sub-
stitutions the system becomes an Ising system before
the condition (8) for the appearance of triangular
phases is satisfied.

To construct the temperature and field dependences
of the magnetization of the intermetalic compounds
Gd, _,LaMn,Ge, and the magnetic phase diagram of
this system it is necessary to calculate the equilibrium
free energies of various phases taking into account the
field and temperature dependences of the magnetizations
of the magnetic subsystems and to determine, by com-
paring them, the magnetic phase with the lowest energy.
Such a numerical calculation was performed in the
molecular-field approximation using the scheme exam-
ined in detail in [7, 10] and briefly described in [2]. The
regions of existence of various magnetic phases, thetem-
peratures of magnetic phase transitions, and other char-
acteristics of Gd;_,LaMn,Ge, were calculated as a
function of the magnetic field and the lanthanum con-
centration. The computational results were compared
with the experimental data.

We note that approximate analytical formulas can
be obtained for the temperatures and fields of a transi-
tion of the manganese subsystem from the antiferro-
magnetic into the ferromagnetic state, if it is assumed
that the gadolinium subsystem is paramagnetic and its
magnetization is a linear function of the effective field
and the magnetic susceptibility of the manganese sub-
system is neglected (as estimates show, this approxima-
tion “works’ in the compound studied in the tempera-
ture range 100-250 K). In this case the intrinsic energy of
the gadolinium subsystem (fourth term in equation (1))
can be expressed as

E; = (1-X)Mi/2xy, (9)

where the intrinsic susceptibility x, of the gadolinium
subsystem can be described by the Curie-\Weiss law:

X1 = C/(T-0). (20)

We obtain for the transition field in this approximation
_ XA+ A/ A,

Hcr - _)\12M2 X1>\12+ 1 . (11)

We note that the calculation performed using the
approximate formulas gives qualitatively the same result
as an exact computer calculation, though the transition
fields and temperatures differ somewhat in magnitude.

We compared the results of the computer calcula
tion with the experimental data. The results of thiscom-
parison are displayed in Figs. 1, 3, and 4.

As follows from Fig. 1, satisfactory agreement is
observed between the computed dependences M(T)
and the experimental data: the computed dependences
describe well the transitions Fi—AF—Fi observed
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in compositionswith x < 0.1, the values of the magnetic
compensation temperatures, and the character of the
temperature dependences of the magnetization in com-
positions with a high lanthanum content. The some-
what lower experimental values of the magnetization as
compared with the computed values can be explained
by the fact that the measurements were performed on
polycrystalline sasmplesin a0.8 T field, which is inad-
equate for technical saturation.

Thetheoretica dependencesof the critical fields of the
trangitions of the manganese subsystem from the antifer-
romagnetic into the ferromagnetic sate describe qudita
tively the experimentaly observed results, though the
experimental and theoretica valuesof thetrangition fields
are different in a number of cases (Fig. 3).!

In Fig. 4 the experimental T—x phase diagram of the
system Gd, _,LaMn,Ge, is compared with the theoret-
ically computed diagram. It is evident that the transi-
tions Fi—AF—Fi are described well on the basis of
the theoretical ideas developed above.

5. CONCLUSIONS

In summary, the magnetic state does not change in the
system of intermetallic compounds Gd, _,LaMn,Ge, a
low temperatures as the gadolinium concentration
decreases. ferrimagnetic ordering occurs in al mixed
compounds. This behavior is substantidly different from
the magnetic behavior of the intermetallic compounds
Gd, _,Y,Mn,Ge,, whereas x increases, the ferrimagnetic
(Fi) phase transforms into a phase with triangular mag-
netic ordering (the phase T"). The magnetic phase tran-
sitions observed in both systems with increasing tem-
perature are also different. In contrast to the system
Gd, _,Y ,Mn,Ge,, wherethe phasetransitions Fi —~AF
(forx<0.3), Fi—T—T' —AF (for 0.3<x<0.5),
and T'—AF (for x > 0.5) are observed with increas-
ing temperature, the sequence of phase transitions
Fi—AF—Fi is observed in the intermetallic com-
pounds Gd, _,LaMn,Ge, with x < 0.09, as mentioned
above, while intermetallic compounds with a high lan-
thanum content are ordinarily ferrimagnets.

These differences are all observed in a model of a
ferrimagnet with a negative exchange interaction in
one of the sublattices, if thefact that the parameter A,,,
describing the Mn—Mn interplanar exchange interac-
tion, in the system Gd,_,LaMn,Ge, depends on the
concentration (while for comparatively low tempera-
tures it also depends on temperature) because of the
change in the lattice parameter a. The line a(T) = a,
separating regions with A,, < 0 and A,, > 0 (Fig. 4), is
shown in the T—x phase diagram of Gd, _,LaMn,Ge,.
It isevident that Mn—Mn exchange is negative only for
small values of x, and even for lanthanum concentra-
tions greater than approximately x = 0.22 these inter-

1 We note that the agreement between the experimental and theo-
retical dependences H(T) can be substantially improved by
making small variationsin the values of the critical parameter a.
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metallic compounds are normal two-sublattice ferri-
magnets. At the sametime A, < 0 in the entire magnet-
ically ordered region in the system Gd,_,Y,Mn,Ge,
where the lattice parameter a is essentialy concentra-
tion-independent.

We note that, as one can see from Fig. 4, the transi-
tion AF—Fi at a given temperature occurs at concen-
trations less than the critical value for which the lattice
parameter a = a,. Physically, thisisdueto the fact that,
in addition to manganese, the intermetallic compounds
studied contain a second—gadolinium—magnetic sub-
system, the interaction with which stabilizes the ferri-
magnetic phase Fi, since in this phase the gadolinium
subsystem is ferromagnetically ordered, while in the
AF phaseit is paramagnetic. It is aso easy to explain,
as shown above, that triangular phases, which are
observed in the yttrium-substituted intermetallic com-
pounds, are absent in a system with lanthanum.

In summary, using values of the parameters deter-
mined from the experimental investigations of the sys-
tem Gd,_,Y,Mn,Ge,, it has been shown that the
Yafet—Kittel model for ferrimagnets with negative
intrasublattice exchange describes well the transi-
tions Fi—AF—Fi, the magnetic compensation
point, and other characteristic magnetic properties of
the intermetallic compounds Gd, _,LaMn,Ge,, if it is
assumed that the Mn—Mn interlayer exchange interac-
tion depends on the lattice parameter a.

We note that this simple model, however, does not
permit describing quantitatively the temperatures at
which the ferrimagnetic ordering T is destroyed in
these compounds. As one can see from Fig. 4, the
experimental values of T are much lower than the val-
ues computed on the basis of the model described
above. This seemsto be explained by the fact that in the
intermetallic compounds Gd, _,LaMn,Ge, with ahigh
lanthanum content the transition at the point T is the
transition Fi—~AF, and the transition into the para-
magnetic state occurs at a higher temperature Ty. This
behavior was recently observed in LaMn,Ge, and other
intermetallic compounds RMn,Ge, with light rare
earths [10]. To describe this behavior it is necessary to
takeinto account, together with the ferromagnetic, anti-
ferromagnetic Mn—Mn exchangeinteractionsin alayer
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[6]. We note that we observed in the compounds inves-
tigated small features in the temperature dependences
of the magnetization at temperatures of about 420430
K, closeto Ty for LaMn,Ge, [6]. It is possible that these
features are due to the destruction of the antiferromag-
netic ordering in Gd, _,LaMn,Ge,, but it has not been
ruled out that they are due to the presence of trace
impurities of other phases. This question requires addi-
tiona study.
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Abstract—Magnetic anisotropy and orientational variance as well as shape diversity of granuleslargely deter-
mine the magnetic properties of granular ferromagnetic metals. The model of magnetically anisotropic ellipsoi-
dal granules explains the glassy nature of the magnetic state of such systems. The relaxation of the magnetiza-
tion and the magnetoresistance of granular ferromagnetic metalsis examined on the basis of thismodel. © 2000

MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The model of single-domain superparamagnetic
(and not interacting with one another) granulesis ordi-
narily used to describe the properties of granular ferro-
magnets (see, for example, [1]). It is shown in [2] that
the strong geometric magnetic anisotropy of granules
makes this model inapplicable. In the present paper we
examine a ssmple model in which the magnetic anisot-
ropy of the granulesis dueto their aspherical shape and
the orientation and shape distributions of the granules
inreal systems are taken into account statistically. Such
amodel leads naturally to an explanation of the glassy
behavior of granular ferromagnetic metals and, specif-
ically, to a description of the relaxation characteristics
of their magnetization.

It is well known that the electric resistance R of
nanocomposite materials is determined by intergranu-
lar tunneling of electrons. For ferromagnetic granules
this probability depends strongly on the magnetic field
(the so-called giant magnetoresistance). The relative
change in the resistance is found to be related with the
average magnetization m of the system by the simple
relation [1] AR/R O n?. Hence it follows that the relax-
ation of the magnetization of such a system is aways
accompanied by a relaxation of its resistance. Conse-
guently, an experimental study of the relaxation pro-
cesses can be based on magnetic as well as galvano-
magnetic measurements. For definiteness, in what fol-
lows we shall be concerned with magnetization
relaxation.

The most diverse types of glasses can be described,
asarule, onthe basis of the so-called two-level systems
models—multiple microscopic subsystems with two
energy states separated by a barrier [3]. Transitions
(tunneling or activation) between these states occur ina
subsystem. Often, the specific “arrangement” of two-
level systems is unknown (or it is attributed to lattice
defects whose origin is unclear), but it is assumed that

the corresponding transition times are distributed ran-
domly over exponentialy wide limits. A consequence
of this assumption isthat the relaxation time of the cor-
responding physical parameter (specific heat, magneti-
zation, and others) is quite long, falling within a quite
wide range described by a logarithmic time-depen-
dence of this parameter. The model considered in the
present work is, essentially, a model of two-level sys-
tems, whose well-known nature makes it possible to
describe the properties of individual two-level systems,
to determine the statistical properties of their set as a
whole, and as a result to calculate the relaxation char-
acteristics of the system.

The present work is a continuation of the analysis
initiated in [2, 4] of the magnetic properties of nano-
composite materials with ferromagnetic granules.

2. RELAXATION OF THE MAGNETIC MOMENT
OF AN INDIVIDUAL ASPHERICAL
FERROMAGNETIC GRANULE

Thetypical sizes of ferromagnetic granulesin nano-
composite materias are very small (10-100 A). This
makes it possible to assume such materialsto consist of
asingle domain. In the absence of an external magnetic
field the spontaneous magnetic moment of an aspheri-
cal granule (the moment being produced by the intra-
granular exchange interaction and equal to VI, whereV
is the granule volume and I, is the saturation magneti-
zation) is always directed parallel to its “easy” magne-
tization axis. When an externa magnetic field is
switched on (the direction of thefield, generally speak-
ing, is different from that of this axis) the magnetic
moment strives to turn and an energy barrier, whose
magnitude depends on the relative orientation of the
magnetic moment, the external magnetic field, and the
“easy” axis, impedes this rotation.

1063-7761/00/9006-0987$20.00 © 2000 MAIK “Nauka/Interperiodica’
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W, arb. units

Fig. 1. Field dependences of the equilibrium angles of incli-
nation y of the magnetic moment of ellipsoidal granules.
Inset: Magnetic energy of a granule versus the angle y
between its magnetic moment and the external magnetic
field for various values of the latter (the dashed linesy; and
Y, correspond to the equilibrium state).

We shall assume in what follows that the granules are
prolate dlipsoids of revolution with semiaxesa > b = c.
Then the “easy” magnetization axis of a granule is
aligned along the major axis of the ellipsoid. The mag-
netic energy W of such agranulein an externa field H
is determined by the relation [2]

W
0.512vV

_2H
VA

= sn’(B-y)—h,cosy, h, 1)

wherey isthe angle between the magnetic moment of a
granuleinthe magnetic field, B isthe angle between the
magnetic field and the magjor axis of the elipsoid, and
v = N, — N,, where N, and N, are the demagnetization
factors of an ellipsoid aong the corresponding axes.

The ground state of the system, obviously, corre-
sponds to the minimum energy W. A calculation shows
(and simple analytic calculations confirm) that for an
arbitrary orientation of the granules relative to the
direction of the external magnetic field the angular
dependence W(y) of the energy of agranulein astrong
magnetic field (h, > 2) always possesses one minimum
(irrespective of the angle [3). However, in aweak mag-
netic field (more accurately, for h, < 2) this dependence
has either two minima—y; and y,—separated by an
energy barrier of height A(h,, 8) or one minimum. This
isillustrated in theinset in Fig. 1. Correspondingly, the
ground state of the system can evolve according to two
qualitatively different scenarios (see Fig. 1):

1) If B < 12 (the initial spontaneous magnetic
moment of a granule makes an acute angle with the
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“future” magnetic field), then as the magnetic field
increases, the angley =y, decreases monotonically.

2) If W2 < B < 1, then in a certain critical magnetic
field hy (B) the barrier between the minima vanishes

(A(hy, B) =0) and an abrupt changein angley; — Y,
occurs (orientational magnetic phase transition), after
which the equilibrium angle will decrease monotoni-
cally asthefield increases.

At finite temperature the orientational transition
starts in a field below the critical field (h, < hy,, when

A(h,, B) > 0) and will be manifested astemporal relax-
ation of the magnetic moment of a granule with a charac-
terigtic time 1. The field range where such relaxation can
be observed is determined, obviously, by the condition
Texp > Ty, Where 1, isthe duration of the experiment.

The characterigtic relaxation time of the magnetic
moment T, ~ T,&Xp[A(h,, B)/KT], where T, ~ mc/eH is
the precession period of the magnetic moment, depends
on the height of the barrier between the two minima of
the energy W [5] (the initial minimum lies above the
final minimum). The magnetic moment of an individual
granule (with angle B > 12) can assume two values:
m,; = VIgcosy; (initidl moment) and m,, = VIcosy,
(final moment).1 The collection of a large number of
identical granules (with the same shape, volume, and
orientation) can be characterized by a single magnetic
moment m,(t) = py(t)m,; + p,(t)m,,, where p(t) and
p,(t) = 1 — py(t) are instantaneous (nonequilibrium)
probabilities of finding a granule in the initia (p,) or
final (p,) state, respectively.

In a constant magnetic field H, the temporal varia-
tion of these probabilities is described by the simple
equations

dpa() __dp() _ _p0-pi(H)
dt dt T,(H) ’

where p, (H) is the corresponding equilibrium proba-
bility inafield H.

Let us consider one possible process leading to the
relaxation of the average magnetic moment m, of such
a system accompanying an abrupt change (at the time
t = 0) of the magnetic field from H=H,; toH = H,,
assuming that for t < 0 the system was in a thermody-
namic equilibrium where p,(0) = p, (H,). Then the
solution of equations (2) has the form

P,(t) = p; (Hy)

3
+1P3(Hy) - 5 (H)] e — s | ®)

10n account of thermal excitation the energy of the system is
determined only to within KT, so that the magnetic moment is
“smeared.” However, this effect can be neglected, since the depth
of the lower minimum of the energy is much greater than KT.
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Thisrelation can be used to describe the experimen-
tal results on the magnetic relaxation only if the initial
state of the system is definitely an equilibrium state. As
arule, such an equilibrium state must be specially “pre-
pared.” Inour casethere are apparently only two simple
ways to do this: 1) increase the temperature of the sys-
tem to a value at which the system “instantaneously”
relaxes into the ground state (in practice, room temper-
ature and H, = 0 are sufficient for this) and 2) apply
such a strong magnetic field that the condition h, > 2
obtains even for the most prolate granules (V5 ~ 10)
(for this, afild H; = H® = v, | ~ 10 kOe is sufficient
at any temperature). Consequently, it is reasonable to
examine the following two regimes for studying mag-
netic relaxation: (1) heating the system up to room tem-
perature with H; = 0 and then cooling the system to a
prescribed temperature in zero field and switching on
therequired field H, (zero field cooling (ZFC) regime);
(2) placing the system at a fixed temperature into an
“infinite” magnetic field H; > +H* and then switching
the field, changing its orientation at the same time, to
the required value H = —H, (infinite field (IF) regime).

In an equilibrium initial state of the ZFC regime, half
the granules occupy one energy minimum and half occupy

the other, i.e, p; (0) = p, (0) = 2/2. In an equilibrium
fina sate al granules occupy the bottorn minimum:
P, (H,) = 1. Therefore it follows from equation (3) that

zFc,,, _ 1,10 t 0
P = 5 sd-ee D @

When afield is switched on, the magnetic moments
of half the granules (with B < 172) “instantaneously”
reach the values m,(H,) and the average magnetic
moment of the remaining granules (with 3 > 172) like-
wise “instantaneously” reaches the value m,;(H,) and
then relaxesto m,,(H,) according to the law (4). Conse-
guently, the relaxation of the average magnetic moment
of al granules of the system is determined by the
dependence

ZFC

M) = Fma(Ha) + S0 (H

®
*Ima(H) ~ma(Ho) [ 1- e

where the first term refers to granules with 3 < 172 and
the second refersto granules with 3 > 172.

If the final field is sufficiently strong (so that 2H,/1,, >

hy (B)), then in the final state there is no barrier A
between the two energy minima and, consequently, the
relaxation time is short compared with the switching
time of the field. The magnetic moment of the system
changes almost instantaneously. Long-time (on the
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Fig. 2. Distributions fo(A) of the barrier heightsin a system
of randomly oriented ellipsoidal granules with the same
shape and volume in various magnetic fields. Inset: Field
dependences of the barrier height for individual granules
with different orientation (/2 < B < T, angles 1T, (172)* infi-
nitely close to the boundaries of this range).

order of the characteristic time of the experiment)
relaxation of the magnetic moment can be expected
only in weak fields. However, to observe such relax-
ation the characteristic time t,(H) still cannot be too
long, i.e., the barrier height A should not be very large.
As shown in the inset in Fig. 2, this condition holds

only in a narrow range of fields near hy (B) ~0.1. For
I~ 10% G and v ~1, this corresponds to magnetic fields
H ~ 0.1l v ~100 Ce.

A different picture of magnetization relaxation
should be observed when thefield is switched off (from
H; toH, = 0). In this case the magnetic moments of half
the granules (with 3 < 172) “instantaneously” reach the
value m,,(0), and the magnetic moments of the remain-
ing granules (with 3 > 1/2) become “frozen,” since the
corresponding energy barrier remains high throughout
the entire process of switching-off the field. It vanishes
only in the process of switching the direction of the
field.

In an equilibrium initial state of the IF regime, all
granules occupy the same (bottom) energy minimum,

i.e, p; (0)=1and p, (0) = 0. In the equilibrium final
state all granules occupy the other minimum: p; (H,) =

1— p, (H,) = 0. Consequently, from equation (3) fol-
lows

Py (t) = 1— eXp[_r(t—H)} ©)
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When the field is removed, the magnetic moments of
al granules “ingtantaneoudy” reach the vaue my;(H,).
Then the relaxation of the average magnetic moment of
the granules in the system is determined by the depen-
dence

(1) = my(H,) + Emvl(Hz)
@)

#Imia(H) ~miu(H 1 - epF—t =] E;

which differs from the dependence (5) only by the
absence of the factor 1/2.

3. RELAXATION OF THE MAGNETIC MOMENT
OF AN ENSEMBLE OF FERROMAGNETIC
GRANULES WITH DIFFERENT SHAPES
AND ORIENTATIONS

Real nanocomposite materials consist of granules
with different sizes, shapes, and orientations. Since the
individual relaxation times T, are exponentia functions
of the height of the corresponding energy barrier, even
arelatively small variance of the parametersleadsto an
exponentially strong variance of thesetimes. Asarule,
relaxation experiments in systems of this type demon-
strate a logarithmic relaxation of the magnetic moment
(m(t) O const —Int).2

2The origin of this logarithmic dependence is associated with the
variance of the heights A of the energy barriers. Their distribution
function f5(A) determines the dlstrlbutlon function of the relax-
ation times f(1) = fA[A(T)](arlaA)‘ = KTfp[A(T)]dU/t, where
AT) = kT|n(T/T0) Then, we obtain instead of the exponential in
equations (5) and (7),

T T

(e 0 [ [exp —-Eﬂ AA@)]dr,

T

max

G(t) = I

Trmin min

where Ty, and Tp,5 are the minimum and maximum relaxation
times. If f5 = const in the integration range, then

T

max t
G(t) O I[expﬂ—-ﬂﬂdr DEF—F-E a 0
Tmln max
where
Ei(—x) = —Ie 2dz _ C+Inx+I(e —1)—

(C = 0.5772isEuler's congtant). It is easy to see that if T, <t <
Tmax: then G(t) O const — In(t/T,4). If fo # const, then the func-

tion G(t) isno longer logarithmic in the entire exponentially wide
range Tpin <t < Thax DUt it is often close to logarithmic in the

actual (experimentally achieved) range of times.
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Thus, a smple exponential relaxation of the type (5),
which is characteristic for individual granules, does not
occur. In order to take into account the above-men-
tioned diversity of granule parameters, the relaxation
processes must be averaged in an ensembl e of granules:

m(t) = [[fmt)f(V,v, B)dvdvd, (8)

Vv

where misthe ensembl e-averaged magnetic moment of
the granulesand f(V, v, B) isthe distribution function of
the corresponding geometric parameters of granulesin
ananocomposite material.

At present there are no experimental datathat would
make it possible to establish the form of this function,
and there are no indications of the existence of any cor-
relations between these parameters. There are only a
few works in which the granule size distribution f,(a),
where a isthe granule size, is found in an indisputable
manner (for example, using an electron microscope).
Here the size is any quantity obtained by intuitive aver-
aging for an aspherical granule. It is assumed below
that all geometric parameters are statistically indepen-
dent, i.e, therelation f(V, B, v) =f,(V)fg(B)f,(v), where
the correspondl ng partial distribution functions appear
on the right-hand side, isvalid.

We shall start the averaging over the function (5) by
taking into account the variance of the granule orienta-
tions determined by the angle 3. For simplicity, we
shall assume that these angles are distributed uniformly
intherange0<B <, i.e, f3(B) = U1 Inthis case even
granules with the same shape and volume can possess
extremely different activation energies A; this is what
leads to the exponentially strong variance of the relax-
ation times. Thisisillustrated in Fig. 2, which displays
the results of anumerical calculation of the distribution
fo(4) of the barrier heightsin the system under study in
various magnetic fields. It is evident that magnetic
fields h, ~ 1 not only decrease the barriers, asis indi-
cated by the displacement of the right-hand boundary
and center of gravity of the distribution f,(A) leftward,
but also produce a strong variance of the barrier height
(the relative width of the distribution function increases

substantially).®

In accordance with the expression (8), the relaxation
of the magnetic moment of the system of granules

3 |t can be shown that as the magnetic field increases, the maxi-
mum barrier height A,z (corresponding to the angles B = (172)*, 1)
decreases as A, = (1 —h,/2)? and vanishes for h, = 2, while
the minimum height A, (corresponding to the angle 3 = 317/4)
decreases more rapidly: A, = 1 — (h,/2)[(8 + h\,)”2 —h,] and
vanishes for h, = 1. Consequently, for 1 < h, < 2 the distribution
function fo(A) isdifferent from zerointheentirerange 0 < A < A
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Fig. 3. Relaxation of the magnetization of a system of ran-
domly oriented ellipsoidal granules with the same shapes
and volumes.

(after an abrupt change in the field from 0 to h)) is

described by the relation
/2

mt) _ 1
0

+ 1J' ECOS(Vl(hV) +[cosy,(h,) —cosy,(h)])  (9)
T[TIIZE|

oD A, Bt 00
{1 expB—exp[ — T }tw%}gﬂﬁ.

Figure 3 shows a typical relaxation dependence,
obtained using the relation (9), of the magnetic moment
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of asystem of randomly oriented granules. For ellipsoi-
dal Fe granules (I, = 1700 G) with volume V; = 6 x

102 cm? (diameter 50 A) and v = 1, the parameter vaues

used in the calculation h, = 0.9 and T,, = KT/(0.51 SZVV) =
0.0015 correspond to a magnetic field H = 800 Oe and
temperature T = 4 K. It isevident that alogarithmic func-
tion cannot describe theinitial, relatively rapid, change in
the magnetic moment (in the actual time interval t/ty ~
10%°-10%; see below). A logarithmic dependence appears
only at a subsequent stage of relaxation.

The next step is to take account of the shape vari-
ance of the granules, determined by the parameter v. It
leads to the appearance of alogarithmic relaxation even
at the initial stage of relaxation. We shall assume that
the values of this parameter are uniformly distributed in
the range Vyin <V < Vo Wherev;, =0.5and v, = 2
(this corresponds to ellipsoidal granules with the ratio
of the axes ranging from 1.1 to 1.55), i.e, f,(v) =
1/(Vmax — Vimin)- Then, we have instead of (7)

( ) 1 %’max 2
m(t) _
Vls - T[(Vmax_vmin)g dVI COSVZ(hV)dB

Dvmin 0

Vmax T

Ffav| ECOSvl(hv) +[cosy,(h,) — cosy,(h,)] {10)
0

2

[1- eo]-eu]- 20221 | B

Vimin

I

The relaxation dependence of the magnetic moment of
the system of granules under study with shape variance

m@)/V i1
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0
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Fig. 4. Relaxation of the magnetization of a system of randomly oriented ellipsoidal granules with the same volume and a random

demagnetization factor at various (a) temperatures and (b) fields.
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Fig. 5. Temperature dependence of the logarithmic relax-
ation rate (for the case corresponding to Fig. 4a).
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(calculated using equation (10) with the previousval ues of
the parameters V;, h,, and T,) ispresented in Fig. 4a. The
logarithmic character of the relaxation is now clearly
visible. As expected, itsrate S= dm/dInt increases with
temperature. Figure 5 shows that the function §T) is
linear. At the same time, Fig. 4b demonstrates that the
logarithmic relaxation rate Sin awide range of fieldsis
independent of the magnitude of the magnetic field.

To usethe data presented in Figs. 4aand 4b to assess
the situation in a specific experiment, it is necessary to
switch to thereal time scale. In this connection we note
that, for example, for a-Fe granules, 1,= 10 s[6]. In
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this case, as one can seein Fig. 4a, logarithmic relax-
ation of the magnetization, lasting for lessthan 10°-10° s,
can be observed only at relatively low temperatures
(T,< 0.05 for h; = 0.5, i.e, T <130 K for V =
6 x 1072° cmd).

Finally, we add the variance of the granule volumes
to the orientational and shape variances of the granules
which were taken into account above. Figure 6 shows
the rel axation dependences of the magnetization, which
differ from those shown in Fig. 4ain that the correspond-
ing calculation was performed assuming a uniform distri-
bution of granule volumesin therange [V,in, Vinad » Where
Vmin = 0.5V and V., = 2V. It isevident that there are no
gualitative changes here, and the quantitative changes
are small.

It is easy, in principle, to calculate on the basis of the
modd examined above any magnetic properties of anano-
composite material, specifically, the often employed char-
acteristics such as the hysteresis curves, the tempera-
ture dependences of the magnetization in the ZFC and
FC regimes, and others.

In conclusion, we remind the reader that everywhere
above it was assumed that the magnetic field inside an
experimental sample is identical to the externa mag-
netic field. The samples of the ferromagnetic nanocom-
posite materials that are usually studied are thin films
(thickness 10°-10* cm). Consequently, the external
field must be directed along the normal to the plane of
the sample. More accurately, the angle a between this
normal and the direction of the field must be quite
small: a < a, ~ H/2rl,. For H ~ 100 Oe this means that
a<1°
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Abstract—The effect of static fluctuationsin the phase of the order parameter on the normal and superconduct-
ing properties of a 2D system with attractive four-fermion interaction is studied. Analytic expressions for the
fermion Green's function, its spectral density, and the density of states are derived in the approximation where
the coupling between the spin and charge degrees of freedom is neglected. The resulting single-particle Green’s
function clearly demonstrates a non-Fermi-liquid behavior. The results show that as the temperature increases
through the 2D critical temperature, the widths of the quasiparticle peaks broaden significantly. © 2000 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

One of the most convincing manifestations of the
difference between the BCS scenario and superconduc-
tivity in the cupratesis the pseudogap, or the depletion
of a single-particle spectral weight around the Fermi
level [1]. This is observed mainly in underdoped
cuprates where the pseudogap opensin the normal state
as the temperature T decreases below the crossover
temperature T* and extends over awide range of T.

Due to the complex nature of cuprate systems, there
are a number of theoretical explanations for the
pseudogap behavior. One of them is based on the model
of anearly antiferromagnetic Fermi liquid [2]. Another
possible explanation relates the pseudogap to spin-
and/or charge-density waves [3]. A third direction,
which we take in this paper, argues that precursor
superconducting fluctuations may be responsible for
the pseudogap phenomena. Indeed, an incoherent pair
tunneling experiment [4] proposed recently may allow
one to determine whether superconducting fluctuations
arerealy responsible for the pseudogap behavior. Fur-
thermore, one cannot exclude the possibility that the
pseudogap is the result of a combination of various
mechanisms, e.g., both spin and superconducting fluc-
tuations.

Precursor superconducting fluctuations have recently
been extensively studied using different approaches. In
most cases, the attractive 2D or 3D Hubbard model was
considered. In particular, this model has been studied,

This article was submitted by authorsin English.

both analytically [5-7] and numerically [8-11], in the
conserving T-matrix approximation that is “d-deriv-
able’ in the sense of Baym [12]. The non-“®-deriv-
able” T-matrix approximation was considered in [13].
In this approach, the pseudogap is related to the reso-
nant pair scattering of correlated electrons above T..
The pseudogap was also studied in [14] for d-wave
pairing (for areview, see [15]), and Monte Carlo simu-
lations for the 2D attractive Hubbard model were per-
formed in [16].

It is known, however, that while the T-matrix
approximation provides an adequate description of 3D
systems at all temperatures, including the supercon-
ducting state with a long-range order, it fails (see, for
example, [9]) to describe the Berezinskii—Kosterlitz—
Thouless (BKT) transition into the state with an alge-
braic order, which is only possiblein 2D systems. This
iswhy, in most of the papers cited above, the T-matrix
approximation was used to study either 3D systems|[5,
6, 10, 13] or 2D systemsabove T, [8, 9, 14, 15] in order
to avoid the BKT transition, even though it is generaly
accepted that 2D models are more relevant to the
description of cuprates. The effect of interaction between
the layers has recently been experimentally studied by
intercalating an organic compound into bismuth-based
cuprates. Even though the distance between the layers
increased remarkably, the value of T. was nearly the
same as that for pristine material (see[17]).

Of course, the superconducting transition itself is
not of the BKT type, because even a weak interplanar
coupling produces atransition in the d = 3 XY univer-
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sality class, sufficiently close to the transition tempera-
ture. Outside the transition region, however, the low-
energy physicsis governed by vortex fluctuations [18]
and one can expect the 2D model to be especially rele-
vant to the description of the pseudogap phase. This
was confirmed for the quasi-2D model [19] (see dso
[20]).

Regarding the pseudogap, it is sufficient to consider
the case where T > T.. However, one definitely needs a
different approach from the T-matrix if one wants to
study the 2D theory for the entire temperature range
and wants to connect the pseudogap to the supercon-
ducting gap. An alternative approach, which overcomes
the above difficulty, was proposed in [21-23]. For a2D
system, one should rewrite the complex order field d(x)
intermsof itsmodulus p(x) and its phase 8(x) as P(x) =
p(X)exp[iB(x)], which was originally suggested by Wit-
ten in the context of 2D quantum field theory [24]. Itis
impossible to obtain @ = [@(x)[# 0 at finite T, because
this would correspond to the formation of symmetry-
breaking homogeneous long-range order, which is for-
bidden by the Coleman—M ermin-Wagner—Hohenberg
(CMWH) theorem [25]. However, it is possible to
obtain p = [P(X)[# 0 with ® = plexp[iB(X)]= O at the
same time because of random fluctuations of the phase
0(x) (i.e., because of transverse fluctuations of the order
field originating in the modulus conservation principle
[26]). We stress that p # 0 does not imply any long-
range superconducting order (which is destroyed by
phase fluctuations) and, therefore, does not contradict
the above-mentioned theorem.

For the ssimple model studied in [21, 22], there are
three regions in the 2D phase diagram. Thefirst oneis
the superconducting (here, BKT) phase with p # O at
T < Tgkr, Where Tgyt is the BKT transition tempera-
ture, which plays the role of T, in pure 2D supercon-
ducting systems. In this region, there is an algebraic
order or a power-law decay of the [@* d[correlations.
The second region corresponds to the so-called
pseudogap phase (Tgxr < T < T,), where T, isthe tem-
perature at which p is supposed to become zero. Inthis
phase, p istill nonzero, but the above correl ations decay
exponentially. The third is the normal (Fermi-liquid)
phaseat T>T,, wherep = 0. Notethat ® and all the sym-
metry- wolamng correlation functions like [@(X)®(0)0
vanish everywhere.

The proposed description of the phase fluctuations
and the BKT transition is very similar to that given by
Emery and Kivelson [27]. However, the field p(x) does
not appear in the phenomenological approach of [27],
whereas in the present microscopic approach, it occurs
naturally. We also mention here the application of sim-
ilar ideas to the 3D case [28], where instead of the 2D
temperature Tk, One has the phase-transition temper-

aturein the 3D XY-modd, T."

The main quantity of interest in the present paper is
the one-fermion Green’s function and the associated
spectral function A(w, k) = (/MIMG(w + i0, k).

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 90

GUSYNIN et al.

The second quantity, being proportional to the intensity
of the angle-resolved photoemission spectrum (ARPES)
[29], encodes information about the pseudogap and
guasiparticles. Following the approach of [21-23], the
Green's function for charged (physical) fermions is
given by the convolution (in momentum space) of the
propagator for neutral fermions (which hasagap p # 0)
and the Fourier transform of the phase correlation func-
tion [éxp(it30(X)/2)exp(—it;0(0)/2)[]

Thus, the approximation employed here assumes
the absence of coupling between spin and charge
degrees of freedom; this can be taken into account at
the next stage of approximation. We demonstrate that
the quasiparticle spectral function broadens consider-
ably when passing from the superconducting to the nor-
mal state, as was observed experimentally [29]. More
importantly, the phase fluctuations result in a non-
Fermi-liquid behavior of the system both below and
above Tgy -

We note that the effect of classical phase fluctua-
tions of the order field on the spectral properties of
underdoped cuprates has also been analyzed by Franz
and Millis [30]. Being experimentally motivated, they
were able to show that the corresponding photoemis-
sion and tunneling data are well accounted for by asim-
ple model where d-wave charge excitations are coupled
to supercurrent fluctuations.

A brief overview of the paper is as follows: In Sec-
tion 2, we present the modulus—phase formalism for the
fermion Green's function and explain why it is so
important to use this formalism to describe 2D models.
In Section 3, we obtain and discuss the Green’s func-
tion of phase fluctuations both below and above Tgkt.
This expression is then used in Section 4 to derive the
temperature and retarded fermion Green's functions.
We show that this Green's function exhibits a non-
Fermi-liquid behavior. In Section 5, we obtain an ana-
Iytic expression for the spectral density of the fermion
Green's function and discuss this result in detail. The
density of states (DOS) is considered in Section 6.
Appendix A contains technical details on the calcula-
tion of the long-distance asymptotic behavior of the
phase correlation function. Appendix B contains the
derivation of an alternative representation for the fer-
mion Green’s function which is useful in calculating
the spectral density. Theintegralsfor the DOS are given
in Appendix C.

2. THE MODULUS-PHASE REPRESENTATION
FOR THE FERMION GREEN’'S FUNCTION

Our starting point isacontinuum version of the two-
dimensional attractive Hubbard model defined by the
Hamiltonian density [21—23]

u%uo( X)

—V¢T(X)¢¢(X)¢1(X)¢T(X)1

It = chr(X) 1)
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where x = r, T denotes the space and imaginary time
variables, Y,(X) isafermion fidd withthespino =1, |,
m is the effective fermion mass, p is the chemical
potential, and V is an effective local attraction constant;
we take i = kg = 1. The model with the Hamiltonian
density (2.1) is equivalent to the model with an auxil-
iary BCS-like pairing field, which can be written as

¥ = WI(x) (2.2)
2

HE-T.(®) - T_CDE(X)} W(x) + |q’$<)|

DZ
<[Lg L
in terms of Nambu variables

.00
! (0

W) = (WIw, (%),

wheret, = (T, £ iT4)/2 and 15 are the Pauli matrices and
d(x) = VWYI(X)T_W(X) = VY, is the complex order
field.

We consider the full fermion Green'sfunctionin the
Matsubara finite-temperature formalism

G(X) = WX)WHO) (2.4)

For the 3D case of the BCS theory, the frequency—
momentum representation for (2.4) in the mean-field
approximation is known to be [31]

i, +T5E(K) —1,® —1_p0
wp + E°(K) + ||

where w, = (2n + 1)1T isthe odd (fermion) Matsubara
frequency, &(K) is the dispersion law of electrons eval-
uated from the chemical potentia p, and ® = [D(x)[s
the complex order parameter.

A problem arises when one tries to apply equation
(2.5) directly to 2D systems, since it has been proved
(see [25]) that nonzero ® values are forbidden. Never-
theless, one can assume that the modulus of the order
parameter p = |®| has a nonzero value, while its phase
0(x), defined by

O(x) = p(x)exp[i6(x)] (2.6)

is a random quantity. To be consistent with (2.6), one
should also introduce the spin—charge variables for the
Nambu spinors

W =
) 2.3)

Gliw, k) =

(2.5)

W09 = Yiexp| 2]

2
2.7)

W = Ve[ -—SH)
where Yisthe neutral fermion-field operator. The strat-
egy of treating charge and spin (neutral) degrees of
freedom as independent seemsto be quite useful and, at
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the same time, a very genera feature of 2D systems
[24, 32].

Applying (2.7), we thus split the Green's function
(2.4) into spin and charge parts

Ga B(X)

iT50(x)/ T / 2.8
= 3 G0 (€ el D, 2
o, B

where

Gap() = DY(X) YKO)DI (2.9)
is the Green’s function for neutral fermions. Introduc-
ing the projectors P, = (1/2)(1 + 1,), we obtain

eiT39/2 i9/2 -i0/2

= P,e "+Pe
-i158/2 i6/2 i0/2 (2.10)
e ¥ =PV +P, ",
so that (2.8) can be rewritten as
G(x)
(2.11)

= u’; i P,%4(x) PB< exp[i O((Z(x)} exp[ iBez(o)D,

wherea = 3 and a = —{3 correspond to the diagonal and
nondiagonal parts of the Green’sfunction, respectively.

For the freguency—momentum representation of
(2.11), we have

© 2
ok =T 3 | (gnpz
- (2.12)
x Z PaG(i 0, P)PgDgpli Wy, — iy, k —p),
Wh;Z i
(i Wy, k)
vT (2.13)

= Idrjdzrcg(r,r)exp[ime—ik [t]
0
and
VT
DepiQn Q) = J’dTJ’dzrexp(iQnT—iq (1)
0 (2.14)

ia0(t,r) iB6(0)
<[ ool 255 g B3
is the correation function of phase fluctuations with
even (boson) frequencies Q, = 2rmT.

There is agood reason to believe (see [22]) that for
T close to Tk, the fluctuations of the order-parameter
modulus p (the so-called longitudinal fluctuations,
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which in fact correspond to carrier-density fluctuations
and undoubtedly must be taken into account in the very
underdoped reglon) are irrelevant and one can safely
use the Green’s function (2.13) of neutral fermionsin
the mean-field approximation [compare with (2.5)]

ol + 158 (K) — Tlp
wn + E5(K) + p°

G(iw, k) = (2.15)

Here, &(k) = k?%2m — 1, with k being a 2D vector and
p = [P(X)LINote that in [21, 22], p(X) was treated only
in the mean-field approximation, which means that
fluctuations in both p(x) and 6(x) were neglected, and
therefore a second-order phase transition was obtained
at T,. However, as stressed in the Introduction, experi-
mentally, the formation of the pseudogap phase does
not display any sharp transition and the temperature T*
observed in various experiments is to be considered as
a characteristic energy scale rather than as a tempera-
ture where the pseudogap is reduced to zero [33]. We
believe that taking the p(x) fluctuations into account
may resolve the discrepancy between the experimental
behavior of T* and the temperature T, introduced in the
theory.

3. THE CORRELATION FUNCTION
FOR THE PHASE FLUCTUATIONS

As stated above, we expect the phase fluctuations to
be responsible for the difference between properties of
the charged and neutral fermions defined above. The
latter are described by the Green’s function (2.15),
which coincides with the BCS Green's function (2.5)
only under the assumption that the phase 6 of the order
parameter ® = pexp(iB) isaconstant and can be chosen
to vanish. Thisis not the case for the 2D model, where
there is a decay of the phase correlations and the
Green's functions of charged and neutral fermions are
nontrivially related via equation (2.12). To establish
their relationship, one must know the correlation func-
tion for the phase fluctuations. Its calculation is quite
straightforward for T < Tgky, While for T > Tgxr One
can apply the results of the BKT transition theory [34].

3A. The Correlation Function for T < Tgy

I n the superconducting phase, the free vortex excita-
tions are absent and the exponential correlation func-
tioniseasily expressed in terms of the Green’sfunction

De(¥) =

(here, as above, x = T, r) via the Gaussian functional
integral

[B(x)6(0)] (3.1)

1 Thisin turn means that the approximation used provesto be justi-
fied not far from optimal doping.
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VT

Dyp(X) = J'QDG(X)eXpEj—J' dr,[d’r
0

[ 300D (x)80) +104)0(x) |
O
vT VT (3'2)
= exp[—%-[drlj' dTZJ'dzrlj'dzr2
X 1(Ty, ) Dg(Ty = Tp, 11 =T ) I(T,, rz)}
with the source
= %% _n+iP
1(x,) ——I25(T1 1)0(r r)+|26(11)6(r1), (33)
a,pB =+
The Green's function
Dg'(x) = —J(W, T, p)0; —K(W, T, p)(3:)°  (34)

for this model was found in [22]. Note that, here, the
superfluid stiffness J and compressibility K are func-
tions of |, T, and p and also that the Green's function
(3.4) includes only the lowest derivatives of the phase
8. The higher terms are also present in the expansion,
but we neglect them. In the simplest case, J(4, T, p) ~
n;, the density of carriers, and K(y, T, p) ~ const [22].

Substituting (3.4) into (3.2), we obtain
D(XB(X)

d’q 1-apcos(q ¥ —Q, r)} (3.5)

[ n_Z_OC,I(ZTT) Jo* +KQp

Itiseasy to seethat for zero frequency Q, =0, the inte-
gra inequation (3.5) isdivergent at g =0 unlessa = 3,
and therefore only two terms survive in the sum over a
and (3 in equation (2.12), namely

P_%(iw,, K)P_+P,%(iw, k)P,
i, + T5E(K)
Wy +E5(Kk) +p*

It isimportant that the termslike P,%(iw,, k) P; , which
are proportional to 1, and thus violate the gauge sym-
metry, do not contribute to equation (2.12) due to van-
ishing of the corresponding D, _and D_, correlation func-
tions standing after them. Thisexplicitly demonstratesthat
the nondiagonal part of the 2D Green’sfunction vanishes
at al finite temperatures. Thus, making use of the
Gor'kov equationsto calculate its diagonal part and the

(3.6)
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gap function is questionable. For nonzero correlation
functions, we have

D()=D,,() = D_(9 37

_ T qdqgdg 1 — cos(qr cos¢) cosQ,t
= exp| — )
p{ 4n_z_w.[ (2m)® JoP+KQ?

In what follows, we consider in detail only the static
case T = 0. Therestriction to this case is one of the few
main assumptions we use throughout the paper.

The summation over n and the integration with
respect to ¢ in (3.7) can readily be done, yielding the
following exponent of (3.7):

1 ) —a/A aro
- dge " [1-J,(gr)] tanh—, 3.8
where we introduced the scale
_ 23

which is a function of the variables used (in the sim-

plest case, ro ~ ,/n¢ /T). In (3.8), weintroduced the cut-

off A\ by means of the exponential function. This cutoff
represents the maximum possible momentum in the
theory, i.e., the Brillouin momentum.

One can derive from (3.8) (see Appendix A) the fol-
lowing asymptotic expressions:

—T/81

%LE L r>ry> AT

DO, ) { (3.10)
lj\rD—T/ST[J 4
020 , >N >,

This long-distance behavior governs the physics of 6
fluctuations that we intend to study in what follows.
We now discuss the meaning of the value r,. Again
using the phase stiffness J(T = 0) and compressibility K
from [22], wereadily obtainro=2,/e./m/ T, whichis
the single-particle thermal de Broglie wavelength (e =
Tn;/m is the Fermi energy). Then, assuming that T ~
Takr and taking Tgkr = €/8[21, 22], we can estimate

(016 - 16./2
F

Jeem K
where k¢ is the Fermi momentum. The value of kg for
cupratesis less than the Brillouin momentum A, which
iswhy thefirst casein (3.10) seemsto be more relevant.

There is another way to estimate r,: we can use the
value 2A/T;; and hence,

, (3.11)

o DﬁnzT—Azo, (3.12)
C
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where &, = v¢/(TH) is the BCS coherence length. This
shows that r, has the meaning of a coherence length,
which appears to be rather natural, since the minimum
size of the phase coherence region should be of the
order of &,. Since the coherence length in cuprates is
larger than the lattice spacing A, the first case in
(3.10) is applicable. Therefore, for T < Tgy and for
static fluctuations, we have
~T/81J

D(r) = ELL(E '

wherer, = 16/ ,/e,m.

(3.13)

3B. The Correlation Function for T> Tgy

For T > Tgkt, the expression for the static correla
tion function (3.13) can be generalized using the well-
known results of the BKT transition theory [34, 35]:

—T/81J

- g o_r o
D(r) = 0.0 exp .m0 (3.19)
where
T,-T
(T)=¢C e 3.15
&) = Cexp |2 (3.15)

isthe BKT coherence length and C is a constant whose
value is discussed later. One can consider equation
(3.14) as ageneral representation for D(r) for both T >
Tkt and T < Ty if the coherence length €,(T) is con-
sidered to be infinite for T < Tgxr. The prefactor in
equation (3.14) is related to the longitudinal (spin-
wave) phase fluctuations, while the exponent is respon-
sible for the transverse (vortex) excitations, which are
present only above Tgyt. The prefactor appears to be
important for the non-Fermi-liquid behavior discussed
in what follows. Note, however, that the longitudinal
phase fluctuations can be suppressed by the Coulomb
interaction [30], which is not included in the present
simple model. One further comment is that, while the
approximation used to study the vortex fluctuations in
[30] isgood for T well above Tgk, the form of the cor-
relation function D is appropriate for T closeto Tgit.

The constant C can be estimated from the condition
that &,(T) cannot be much less than the parameter r,,
which isanatural cutoff in the theory, and we thus take
C =ry/4inour numerical calculations. In any case, for
T = Tgr, Where (3.15) isvalid, thevalue §,(T) islarge
and not very sensitive to theinitial value of C.

There aso exists a dynamical generalization of
(3.14) proposed from phenomenological backgrounds
in[36]:

—T/81J

D(L.1) = eP(-WH  ePFrmh (319
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Note that t isthe real time and y is the decay constant,
and therefore (3.16) is the retarded Green’s function.
We hope to consider the more general case of dynami-
cal phase fluctuations (3.16) elsewhere.

3C. The Fourier Transform of D(r)
For the Fourier transform (2.14) of (3.14), we have

VT

D(iQ,, q) = J’dTJ'dzrexp(iQnI—iq [F)

0
—T/81J

DrD o _r o_
oo

00

2n6n 0 T/8r[J

p D—m 0~ T (3.17)

1- T/8T[J |:|

The integral (3.17) can be calculated (see, for example,
[37]) with the result

8, 021rg T (2a)

D(iQ, §) = =
[0 + (1/€,)3°
(3.18)
< FiEh —o + 1 1 ————q—z———
T Y ey

The hypergeometric function F(a, b; c; z) can be
well approximated by a constant, since it is slowly
varying at all values of q. We can take the value of the
hypergeometric function at g = o for this constant.
Thus, we have

. 5, _
D(iQ,, q) = —_—r’—OA[q2+ %ig} , (3.19)
where
_ Anf (a) (R . T
ASFa—qtn = 9%l g (G0

It should be stressed that for T > Ty, the parameter «
quickly deviates from unity as e decreases; in other
words, the underdoped region hasto reveal highly non-
standard properties in comparison with the overdoped
one.

Note that for &, = 0 (T < Tgxr), equation (3.19) is
an exact Fourier transform of the correlation function
(3.13).

One should takeinto account that even for T < Tgk,
propagator (3.19) does not have the canonical behavior
1/g?, whichistypical, for example, for the Bogolyubov
mode in dimensions d > 2. In 2D, the modes with a
propagator 1/¢? would lead to severe infrared singular-
ities [25]; to avoid them, these modes transform into
softer ones (1/g%%, a < 1).
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Finaly, substituting (3.6) and (3.19) in (2.12), we
obtain

2

Gliw,, k) = —AJ’((;T[)Z

o, + 18(0) 1 |
wp+EX(Q) + P[(k —q)? + (1/E.,)4°

The coincidence of the Matsubara frequency on the
left- and right-hand sides of equation (3.21) isevidently
related to the static approximation used in this paper.
Aswewill seein the next sections, the Green’sfunction
(3.21), spectral density, and the density of states can be
evaluated exactly.

(3.21)

4. THE DERIVATION
OF THE FERMION GREEN’'S FUNCTION

Thefermion Green'sfunction can be cal cul ated ana-
Iytically if we split the fermion part of (3.21) as

il + T5E(K)
2 2 2
w, +&(K) +
g (k) +p @.1)
_ A LA
E(k) +iJuwn+p° E(K)—ijuwn+p’
where
10 w, U
A =[O0 [
1 ZD 3T f—wi N pZD
4.2
U
A, = 1‘|j_-3+ W
20 (.0§+ p2D
Using the representations
e ¢|J’dsexp[i|s(ai|b)], (4.3)
0
Lo Loraete (4.4)
¢ l(a ).[ '

and taking (4.1) into account, we can rewrite (3.21) as

G(iw, k) = r( )Idsj'dtt“ Yexp[— &2t — s’ + pY]

d2q U . q2 . 2
xJ‘(zn)nglexp[lsé—rﬁ—lus—(k -q) t} (4.5)
2

_ —isd tins—(k —a)’t]
Azexp[ |32m+|ps (k—q) t}g
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Note that the special form of the integral representation
(4.3) [compare with representation (4.4)] guarantees
that the Gaussian integral with respect to q is well
defined independently of the sign of &(q) = g%2m— .
Now the Gaussian integration with respect to momenta
g in (4.5) can be done explicitly:

[ 00

A a-1
@) J’ dsfdtt
0 0
x exp[- €7t —s Jw; + p°]
k*> st .
P2 —Terzm M

riugd]

Changing the variables as s — 2ms and further as
t — st, we can integrate with respect to s with the
result

G(iwy, k) =

) A, (4.6)
[t —is/2m

A, k2
“i{+is/2m exp 2mt+|s/2m

G(iw, k) = i-gl-T'?‘Idtt“_lgAl(t—i)“_l][EIZt(t—i)
0

+2mJof + p(t—i) — itk + 2imp(t=i)]

—[A(t+1) & H(E + )

4.7

—a

+2m [ +p2(t+i) +itk2—2imu(t+i)} 7
0

In the general case where E;l # 0, the denominator
of (4.7) is quadratic in t and some further transforma-
tions are needed. Replacing t — —iu and expanding
the quadratic polynomial in the denominator, we have

Amzia Al a-1 u+1)u 1
2m [(u +up) (u+up)]®

G(iw, k) =

—joo

Azu“_l(u +1)*t O
i T

where
2
U = m EfD(E+ —p+iJon+p +«/5D
(4.9)
(K2 0
up = EESEL{— u+u/co§+p2—J5E|,
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with
2 Sf
D= %(E+— TRANIAR +pD
0 2me; (4.10)
+ 2 (n=i o+ o)
me’
and
%,I /w +p —w+pEr (4.11)

We can verify from (4.9) that Reu; > 0 for u <0, and
therefore we can rotate the integration contour to the
real axis:

AUt N u+1)*t
du
2M D[ [(u+ug)(u+uy)l?

(4.12)
0
+gfwh +p° = —Jwh+ DZEB

The integral representation (4.12) can then be ana-
lytically continued to p > 0. The change of the variable
z=u/(u + 1) allows equation (4.12) to be expressed in
terms of Appell’s function [38]

G(iw, k) = AmE" [

C(y)
r(o)r(y—oa)
(1 Z)y a-1
ZX) (1—zy)[3

Fia, BB,y xY) =

I(l

(4.13)
dz,

and hence,

Giw, k) =

AMEFXT A,
21 [(Uluz)a
1 U —1p

u; u, O

+3]wr +p s —Jwﬁ+p25]

For T < Tgkt, the BKT coherence length is infinite

(&;" = 0), which means (u; — 1)/u = 1 in the first argu-
ment of the Appell’s function. This allows us to apply
the reduction formula [38]

F(a, B, B\ y; x, 1)
- fyry—a- B)F
ry—ayry gy YR
and express the result via the hypergeometric function

><FB10(0(0(+1 (4.14)

(4.15)
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Gliw, k) = —r @320

Char2D
0 A
X [
. 2 2.0
H—(n—iJo, +p)]
) 2 ; (4.16)
szl[ﬂ,a 1 &D
0 M=oy +pD
0 2 an
zFlm a: 1. —K/2m oo

[ (u+u/oo +p)]" W+ o+ U0

where we inserted the value of A from (3.20).

This completes our derivation of the temperature-
dependent fermion Green's function.

4A. The Retarded Fermion Green's Function

To obtain the spectral density, we need to obtain the
retarded real-time Green's function from the tempera
ture-dependent Green'’s function by means of analytic

continuation iw, — w + i0, and where ooﬁ + p2 —

i /'’ —p®. Thisresultsin the following rules (compare
with (4.2), (4 9), and (4.10)):

1% W E
Ap—= sy = S5+ 7
g Jof-p*0
(4.17)
1% © 0
Aoy = 5s— 0
’n Jo’—p%0
(%2 0
o v = me B g G
0 2mg? 0
(4.18)
(g2 i
Uy Hvz—mﬁfﬁa— n—Jw’ -p’- a0
0 2me’ 0
with
2 o
D—»% = D<E++1—p Nw D
DZmE+
(4.19)
2 [ — 020
+mEf +,]0 -p° g
and
= vigjo’ -p? — - o -p’H  (420)
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For the retarded Green'’s function, we thus have

AMEXD A,

G(w, k) = 1
( ) 21 ADA
-1 1
xFy R0 o0 0+ 1 28 V?/ J (a21)
1 2
I 5. 0
+( w2_p24>_ wZ_pZ)E
It iseasy to seethat
ViV, = —2mEL(H+ W’ - pP). (4.22)

We now discuss the condition under which the
imaginary part of G(w + i0, k) is nonvanishing.

For |w|< p, wecanseethat v, = v}, v, = v3, and
therefore G(w, k) isrea and ImG(w + i0, k) = 0. The
case where |w|> p ismore complicated. It followsfrom
the Appel function transformation property [38]

Fi(o, BB, Y X% y) = (1=x)°

x Pl y—B-B. By 25 2= 1
that for real x and y, the function F; becomes complex
if x>21or/andy > 1. Thisimplies that G(w, k) has an
imaginary part if v, <0 or/and v, < 0. Looking at the
expressions (4.18) for v, and v,, we can see that v, is
always positive, whereas v, may be negative. This
means that G(w, k) has a nonvanishing imaginary part
if v,v,<0.Using (4.22), the condition for the existence
of anonzero imaginary part of G(w, k) can then be writ-

tenasp + Jw’ —p° > 0.

4B. The Branch Cut Structure of G(w, K)
and a Non-Fermi-Liquid Behavior

We now consider the retarded fermion Green’sfunc-
tion (4.16) for T < Tgkr. Applying the analytic contin-
uation rules from the previous subsection to equation
(4.16), we obtain

(4.23)

G, k) = T¥o)L20™

e
[~(u+idw’+p)]°

Chor 20
0 2 0
x .0 o 1; —</2M 5 (4.24)
O U+ o — p20l
K’/2m O
[(u o’ —pH]° u= o —p0

Near the quasi partlcle peaks where w = £E(K), the
arguments of the hypergeometric function in (4.24) are
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close to 1. One can consider, for instance, the first
hypergeometric function; then

K%/ 2m
W+ W0 —p’

Using the relation between the hypergeometric func-
tions [38]

2, ~1 (4.25)

Mc)r(c-—a-"hb)
MNc—a)l(c—b)
x,F(ab;a+tb+1-c;1-2)
+f@r@+b-o
r(@r(b)
x ,F,(ca,cb;c+1l-a-b; 1-2),
we obtain that, near z; = 1,

-F.(a,b;c;z) =

b (4.26)
(1 _ Z)c—a—

G(w, k) O 3320

Hnr2d

r(2a-1) 1 E
o) (1-z)*'0

sy
[—(1+ Vo’ —pH)]°
(4.27)
« EF(l—Za) N

Or’(1-a)

It can be seen that the expression for this Green's func-
tion is evidently a nonstandard one: besides containing
a branch cut, it clearly displays its nonpole character.
The latter in turn corresponds to non-Fermi-liquid
behavior of the system as a whole. It must be stressed
that non-Fermi-liquid peculiarities aretightly related to
the charge (i.e., observable) fermions only, because the
Green's function (2.15) of neutral fermions has a typi-
cal (pole-type) BCS form. In addition, it follows from
(4.27) that new properties appear as a consequence of
the B-particle presence (leading to a # 1); and because
the parameter a isafunction of T [see (3.20)], the non-
Fermi-liquid behavior is developed with increasing
temperature and is preserved until p vanishes.

Itisinteresting that in Anderson’stheory [39], it was
postulated that the Fermi liquid theory is broken down
in the normal state as a result of strong correlations.
Here, we started from the Fermi liquid theory and
found that it is broken down due to strong phase fluctu-
ations. As suggested in [39], the non-Fermi-liquid
behavior may lead to suppression of the coherent tun-
neling between layers, which in turn confines carriers
in the layers and leads to strong phase fluctuations. In
contrast to [39], however, our model predicts the resto-
ration of the Fermi liquid behavior as T decreases, since
o — 1lasT — 0 (seethediscussion in Section 5C,
item 4).

The T = 0 limit can also be obtained as follows.
Strictly speaking, one cannot estimate the value of ry as
T — 0in (4.24) viaequation (3.11), because the sub-
dtitution of Tgyt = €:/8iNn(3.9) isnot valid in this case.
However, thisis not essentia, because T/81J — 0, so
that correlation function (3.13), D(r) — 1, which evi-
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dently meansthe formation of along-range order in the
system. Furthermore, the value of a in (3.20) goes to
unity as T — 0 and the hypergeometric function in
(4.24) reduces to the geometrical series

1

F(1,1; 12 = 1 (4.28)

Therefore, inserting (4.28) in (4.24), we obtain the
standard BCS expression

w + &(k)
W —&(K) -p”
for the diagonal component G;;(w, k) of the Nambu—

Gor’ kov Green's function G(w, k).

Evidently, equation (4.29) results in the standard
BCS spectral density [31] with two &-function peaks

Gp(w k) = (4.29)

A, k) = [1 ¥ E((l;))}é(w— E(K))

1, &K
+ 5[1—%}6«“ E(K)),

(4.30)

where E(k) = J/&(k) + p°. To recover the nondiagonal
components of G, one has to restore the correlation
functions D_,(r) and D, _(r) that were omitted in Sec-
tion 3A.

5. THE SPECTRAL DENSITY
OF THE FERMION GREEN’'S FUNCTION

Asiswell known, [31], the spectral features of any
system are entirely controlled by its spectral density

A, K) = —% IMGyy(w+i0, k), (5.1)

which, for example, for cupratesis measured in ARPES

experiments (see [29]). This function defines the spec-

trum anisotropy, the presence of agap, the DOS, etc. In

what follows, we cal culate A(w, k) for the Green’sfunc-
tion obtained above.

5A. Analytic Expression for the Spectral Density

For v, > 0and v, < 0, the retarded fermion Green's
function (4.21) can be rewritten (see Appendix B) as

G((L), k) = _Ar;-,ifx
2 (1) r(Er@-o 4 Va(l-vyg
Eﬂl{ [V (1-v,)]? oFirdh 0 1 vil-vU
1Tr(l-a) v_ 1
|V2|r(2 G)FEﬂ.G l1-a;2-aq; v, D} (5.2)

+|:|D’(,02—p2 —

2000

[ E
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Then, according to (5.1) the spectral density for the
Green's function (5.2) has the form

A, K) = wagnwe(cf— o)
T(o)r@d-oa) Vy(1-v,)
X[(&Ql) [ 1(1=v, (,2 lB} ot vi(l- vz)%53)

x 8 + o —p?) —(Jcoz—pz — e’ -p7) |
Using the quadratic transformation for the hypergeo-
metric function [38]

,Fi(a,b;a-b+1;2 = (1-2)7°

a a+1 . 4z g (B4
x,Fi=,—-b+—=;1+a-b; —
2 1[2 2 (1_2)2D

the expression (3.20) for A, and equations (4.18) and
(4.19), wefinaly obtain

A K) = =0l (rl(gg)a—fr—zg_lsgnwe(wz—pz)
0 oo

Ay _(H+ )D

( a22 2F1§ 1Ta1 , @ D(55)
O D

x B( + Jw’ —p?) — (V&' —p? —= —Ju’—p?) |.

where the chemical potential p can be, in principle,
determined from the equation that fixes the carrier den-
sity [22]. Here, however, we assume that the carrier
density is sufficiently high and 1 = €.

In the BCS theory, A(w, k) given by equation (4.30)
consists of two pieces that are the spectral weights of
adding and removing a fermion from the system,
respectively. Note that our splitting of A(w, k) is differ-
ent, since each term in (5.5) corresponds to both the
addition and the removal of afermion.

In the next subsections, we verify the sum rule for
(5.5), plot it for different temperatures, and discuss the
results.

5B. The Sum Rule for the Spectral Density

It is well known that for the exact Green's function
G(w, k), the spectra function (5.1) must satisfy the sum
rule

[

I dwA(w, k) = 1 (5.6)

The Green's function calculated in (4.21) is, of course,
approximate. Thisis related to the use of the long-dis-
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tance asymptotic behavior (3.10) of the phase correla-
tion function (3.7). This means that its Fourier trans-
form (3.19) is, strictly speaking, valid for small k only,
whereas we have integrated our expressions to infinity.
Another approximation that we have made is the
restriction to static phase fluctuations. Thus, it isimpor-
tant to check whether the sum rule (5.6) is satisfied with
sufficient accuracy.

It isremarkablethat for (5.5), the sum rule (5.6) can
be tested analytically with the help of the techniques
used in calculating N(w) in Appendix C. We obtain

00

[ doA@ k) = (@) _

r2-a) (5.7)

The numerical value of the integral at the tempera
tures of interest can be estimated as follows. Taking the
phase stiffness J = 2/TTgcr at T = Tgky, the value a
from (3.20) is given by

1 7T
a=1- 3_2TBKT’

for T close to Tgky. In particular, a(T = Tgky) = 31/32
gives the following estimate for the right-hand side of
(5.7): T ()T (2 —a) = 1.037. This shows that for T ~
TgkT, the spectral density (5.5) is reasonably good at
the temperatures of interest.

The parameter a can, however, differ strongly from
unity at T > Tgx7 and in the underdoped regime.

5C. Results for the Spectral Density

The plots of the spectral density A(w, k) given by
(5.5) at temperatures below and above Tgy are pre-
sented in Figs. 1-3. To draw these plots, we used the
value of a from equation (5.8) and the mean-field value
of p obtained from the corresponding equation in[21, 22].
From these figures and our analytic expressions, we can
infer the following results:

(1) For T < Tgkt (the case presented in Fig. 1), there
are two highly pronounced quasiparticle peaks at w =
+E(k). They are simply related to the contribution of
zeros of 9 [see equation (4.19)] to A(w, k).

(2) We also observe two peaks at w = +p when k # ke
(for k = kg, the value E(kg) = p, so that the two sets of
peaks coincide). One can check that the divergence at
these points is weaker than at the former peaks at w =
+E(K). Infact, these peaks are the result of the static and
noninteracting approximation for the phase fluctua-
tions used here. They are essential to satisfy the sum
rule (5.6).

If the dynamical fluctuations are taken into account,
it is clear that the “externa” frequency w in A(w, K) is
different from the “internal” frequency in %, and 4,
[seethe discussion after equation (3.21) and compare it
with equation (2.12)]. We believe that this additional
summation over the “internal” frequency (which is
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k < kg
2 4 4 2

-4 -2 0

0

k=kF ‘ k>kF
2 4 4 2 0 2

4

Fig. 1. Spectral function A(w, k) versus win units of the zero-temperature gap A for K < kg, k=kg, and k> kg at T = 0.99Tgk .

k> kg

F_Lk<kl: J
0o 2 4 4 2

0

k=kF
2 4 4 2

0 2 4

Fig. 2. Spectral function A(w, k) versus w in units of the zero-temperature gap A for k < kg, k = kg, and k > kg at

4 2
T= 1'043TBKT'

k < ke
4 2 0 2 4 4 2

0

k=kF ‘_/) k>kF
2 4 -4 -2 0 2 4

Fig. 3. Spectral function A(w, k) versus w in units of the zero-temperature gap A for k < kg, k = kg, and k > kg at

T= 1'088TBKT .

present if the dynamical fluctuations are considered)
would considerably smear these peaks, moving the
excess spectral weight inside the gap. This assumption
is supported by the results of [36] (see item 3 below).
The same effect can aso be reached when the interac-
tion between the charge and spin degrees of freedomis
taken into account [30]. Note also that full cancellation
of these peaks occursin the T = O case given by equa-
tion (4.29).

(3) For w < |p|, we have A(w, k) = 0 and agap exists
a al T (including T > Tgky). Thisresult is aso a conse-
quence of the dtatic approximation used above. The
dynamica fluctuations should fill theempty region, result-
ing in pseudogap formation in the normal state. Indeed,
filling of thegap was obtained in arelated cal culation [36],
where the correlaion function [éxp(i6(r, t))exp(-6(0))0
(which differsfrom (3.16) only by the factor 1/2 multi-
plying the phase), which includes the dynamical phase
fluctuations, was used in the numerical calculation of
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the self-energy of fermions and in the subsequent
extraction of the spectral function from the fermion
Green's function.

In the approximation used in the present paper, the
spin and charge degrees of freedom are decoupled [see
(2.8)]. However, this coupling can be included at the
next stage of the approximation and aso leads to
pseudogap filling. Indeed, using the special form of the
scattering rate proposed in [40]. It was obtained in [30]
that A(w, k) # 0, even for w < |p|. On the other hand, as
stated above, there are also indications [36] that filling
of the gap can be obtained by considering the dynami-
cal phase fluctuations only. At present, it is not clear
which of these gap-filling mechanisms plays the main
role; thisisthe subject of our current investigations.

(4) The main peaks at w = £E(k) have afinite tem-
perature-dependent width whichis, of course, related
to the spin-wave (longitudinal) phase fluctuations.
AsT — 0, thewidth goesto zero, but thislimit cannot

No. 6 2000



1004

be correctly derived from (5.5), because thisis an ordi-
nary function, while the BCS spectral density (4.30) is
a distribution. The correct limit can, however, be
obtained for the integral of A(w, k) (see Section 6,
where the density of statesis discussed). This sharpen-
ing of the peaks with decreasing T in the superconduct-
ing state was experimentally observed [29] and repre-
sents a striking difference from the BCS “pileup”
(4.30) whichispresent forall T<T,.

It was pointed out in [30] that the broadening of the
spectral function caused by these fluctuations can be
greater than the experimental data permit. This leads
[30] to the conclusion that the spin-wave phase fluctu-
ationsare probably suppressed by the Coulomb interac-
tion.

(5) For T> Tgkt (seeFigs. 2, 3), one can seethat the
guasiparticle peaks at w = £E(K) areless pronounced as
the temperature increases. Indeed, the value of A(w, k)
at w=zE(K) is, in contrast to the case where T < Tk,
aready finite. This is caused by the fact that 9% # O,
since &, isaready finite due to the influence of the vor-
tex fluctuations. Asthe temperatureisincreased further,
&, decreases, so that the quasiparticle peaks disappear
(cf. Figs. 2, 3). This behavior qualitatively reproduces
the ARPES studies of cuprates for the antinode direc-
tion [29] (see aso [41]), which show that the quasi par-
ticle spectral function broadens dramatically when
passing from the superconducting to the normal state.

(6) Itisimportant to stressthat due to avery smooth

dependence of Eil on T [see (3.15)] asthe temperature
variesfrom T < Tgyt tO T > Ty, thereisno sharp tran-
sition at the point T = Tgk . Thereisasmaooth evolution
of the superconducting (excitation) gap Ag- = p into the
gap Apg, Which is also equal to p and in fact can be
called a pseudogap, because the system is not super-
conducting at T > Tgy. Thisqualitatively fitsthe exper-
iment [29, 33, 41] and appears to be completely differ-
ent from the BCS theory [31], where the gap vanishes
a T =T,.. Aswas aready mentioned, the gap obtained
at T > Tkt occursin the static approximation only and
begins to be filled after dynamical fluctuations are
taken into account (see, for example, [36]).

(7) Again, for T > Tggr, one has A(w, k) = 0 when
|w|< p and we expect the gapped region to be filled by
the dynamical phase fluctuations [36]. We predict,
however, an essential difference between filling of the
gapat T> Tger and T < Tgky. Indeed, due to the pres-
ence of the vortices above Tgi 1, the value of the decay
constant y in equation (3.16) should be much larger

than for T < Tgky. This and a nonzero value of I
above Tt may explain the break at T =T, in the scat-
tering rate I'; introduced in [40]. In generdl, it isinter-
esting to establish a correspondence between the phe-
nomenological parameters™; and ", introduced in [40]
and the vortex parameters &, and y used here. Note,
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however, that this correspondence cannot be ssimple
because of the nonpole character of the Green's func-
tion derived here.

As mentioned above (see item 3), filling of the gap
dueto dynamical phase fluctuationsis not the only pos-
sible mechanism for filling and the presence of vortices
above Tyt can be taken into account via coupling the
spin and charge degrees of freedom [30]. It could aso
be that both these mechanisms are physically equiva-
lent, since they relate gap filling to the presence of vor-
ticesin the system.

(8) Since we used the mean-field dependence p(T),
it is clear that the distance between the quasiparticle
peaks (which is approximately equal to 2p) diminishes
as T increases. This process of pseudogap closing is
accompanied by the destruction of the quasiparticle pesks.
It is dso evident that for p = 0, the norma Fermi liquid
behavior is immediately restored, because J(p =0) = 0
[21, 22]. Recall, however, that the description proposed
here cannot be applied when p is rather small, because,
as aready mentioned, the fluctuations of p(x) also have
to be taken into account in this region.

6. THE DENSITY OF STATES
The density of states can be found from the formula
d% "
A(w, k) = Nofd=—=A(w, k), (6.1)
(21-[)2 00 2m
where N, = m/2rtis the density of 2D states in the nor-
mal state (W is the bandwidth).

This integral can be calculated analytically (see
Appendix C), which gives

N(w) = J'

-1
I'(rz(g)a) anirzg sgnwd (0w’ —p?)
0

0 1 2 2} ¢
Ay ==+ W-p = Jw?—
X %( l)ll[Emef + H-NW —-p

- B o+ -

—( /wz_pza_ /(02_[:)2)E1

N(w) = N

(6.2)

Again, for T = 0 and large 4 > p, equation (6.2)
reduces to the BCS result [31]

N(®) = Ng—l—

/mZ _ p2

The plots for the DOS (6.2) are presented in Fig. 4
(T<Tgky) and Figs. 5and 6 for T > Ty, respectively.

If one does not pay attention to asmall differencein the
curves shown in these figures, it is clearly seen that the

(6.3)

No. 6 2000



PHASE FLUCTUATIONS AND SINGLE-FERMION SPECTRAL DENSITY IN 2D SYSTEMS

form of the DOS does not differ qualitatively from stan-
dard BCS curves. Moreover, similarly to the spectra
function, the DOS in the static approximation has agap
both above and below Tg and does not revea any
change when the temperature crosses the phase-transi-
tion point. This confirms once more the crossover char-
acter of the latter, although, as was already pointed out,
a 2D system is superconducting below Tgx only.
According to generally accepted views, the existence of
an empty gap above the critical temperature isimpossi-
ble. The reasons for its persistence were discussed in
the previous section. Recall only that dynamical fluctu-
ations or fluctuations of the modulus p undoubtedly
result in gap filling above Tgy 1. One must also take the
dependence of the decay constant y into account [see
(3.16)], which for T > Tgk 1, can be considerably greater
than in the region T < Tk due to the presence of the
vortices.

From the physical point of view, thefilling of agap
(transforming it into a pseudogap) above Tgyr (or T, in
the quasi-2D case) has to continue up to T* (or T, if
thereis apoint where p = 0). However, taking p-fluctu-
ationsinto account (i.e., p(x) — p + Ap) will causethe
appearance of the self-energy, in addition to p?, in the
denominator of the mean-field Green’'s function (2.15);
it is proportional to the quantity [Ap(X)Ap(0)L] whose
contribution could persist a al T. In this case, the
beginning of the pseudogap opening will be defined by
the experimental technique sensitivity of the spectral
function or DOS measurements.

7. CONCLUSION

To summarize, we have derived analytic expressions
for the fermion Green’s function, its spectral density,
and the density of states in the modulus—phase repre-
sentation for the ssimplest 2D attractive Hubbard model
with the s-wave nonretarded attractive interaction.

While there is still no generally accepted micro-
scopic theory of HTSC compounds and their basic fea-
tures (including the pairing mechanism), it seems that
thisapproach, although in a sense phenomenological, is
of great interest, since it enables one to propose a rea-
sonable interpretation for the pseudogap phenomena
related to vortex fluctuations. The results presented
here are entirely analytic, which alows a deeper under-
standing than in the case of a numerical investigation.
In particular, the analytic investigation of the Green's
function structure revealed that the phase fluctuations
lead to a non-Fermi-liquid behavior below and above
Takr-

Evidently, there are a number of important open
guestions. The main question iswhether the pseudogap
isrelated to some kind of superconducting (in our case,
phase) fluctuations. Hopefully, the experiment pro-
posed in [4] may answer this question. It seems plausi-
ble from the theoretical point of view that supercon-
ducting fluctuations should contribute to the pseudogap
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Fig. 4. The density of states N(w)/Ng at T=0.99 Tgk .

2.0r

1.5
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Fig. 5. The density of states N(w)/Ng at T = 1.043 Tk -

1.2
0.8f

0.4f
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Fig. 6. The density of states N(w)/Ng at T = 1.088 Tgy .

(see, however, [11]). Nevertheless, one cannot exclude
the possibility that the superconducting contribution
may be neither the only, nor the main, contribution.

Another open question is which approach allows
one to obtain the pseudogap from the attractive Hub-
bard model. The schemes used in [30] and in our paper
are very different from those of [13]. In particular, our
approach alowed us to establish a direct relationship
between the superconducting fluctuations and the non-
Fermi-liquid behavior in avery natural and transparent
way. Also, it relates the pseudogap to the “soup” of
fluctuating vortices (see aso [30, 42]), while [13]
emphasi zes the existence of metastable pairs above T..
It is possible that both these pictures capture some of
the physics, but in different temperature regions. When
Tishighand closeto T*, the value of p issmall, so that
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p-fluctuations or metastable pairs dominate. Then, as
the temperature approaches Tgx, the values of p and
the phase stiffness J are growing larger, so that the vor-
tex excitations dominate and p-fluctuations become
less important. We stress once more that the vortex
excitations cannot be adequately described within the
T-matrix approximation [9].

Recently, the last part of this picture was supported
experimentally [43] by measurements of the screening
and dissipation of a high-frequency electromagnetic
field in bismuth cuprate films. These measurements
provide evidence for a phase-fluctuation-driven transi-
tion from the superconducting to normal state.

Finally, there remains the problem of a more com-
plete treatment of the pseudogap in the modulus—phase
variables. In particular, the effects of dynamical phase
fluctuations and the fluctuations of the order-field mod-
ulus must be considered. The latter are especially
important for a d-wave superconductor, since the mod-
ulus can be arbitrarily small in the nodal directions. In
this case, it will again be important to check the com-
plete structure of the Green's function, especialy its
nonpol e structure. Another important question that has
to be addressed is which factor is more important for
gap filling, the spin—charge coupling proposed in [30]
or dynamical phase fluctuations, which, as was shown
in [36], also result in filling.
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APPENDIX

A. The Asymptotic Behavior
of the Phase Correlation Function

To calculate the integral in equation (3.8), we first
writeit as

0

I Efe*'/’\[l — Jo(gr)] cothaq

0

_ 1.00 _t/Aa i, SO
= o[t Cotht Hl Jogatm}
0

1}?'“%1 3o(rH)].

(A1)
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The following formulas are used when calculating I:

e Gon 1= n 503+

(A.2)
dt & AP+ p>+c’
[1-Jo(ct)] = InE=2B 2%
2p
0
Hence, we obtain
| = 1+A/1+(/\r /\ro q;%u
Arg D
_l.m —t/Ar r_ot_ﬂD
r_r dte %Othm rOtDJO(t) (A.3)
0

D4[In + —
Mo

1
w% ’“0} rsr Ay

rsre, A

Now, depending on the relationship between A and r,
we obtain

ElrﬁlnL +A, s> AT
| DD: A (A.4)
a—ln%, rs>AN">r,,
0
which gives equation (3.10).

B. Another Representation
for the Retarded Green's Function

Here, we obtain another representation for the
retarded fermion Green’'s function that is more conve-
nient for the derivation of the spectral density. Recall
that when theimaginary part of G(w, k) is nonzero, u +

Jw’ —p® >0and v, >0, v, < 0. This alows one to
transform the analytically continued [by means of
equation (4.18)] integral

_ o Lutu+1)1°~*
L=(d B.1
'! u[(u"'Vl)(U"'Vz)]Ol ®D
from equation (4.14) as (for a < 1)
\vz\ a-1
_ a [u(u+1)]
L=(1) (du =
{ [(u+vy)(|vs —u)]
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We now consider the integral from (C.2),

+}du CCRE) W G
vy [(u+vy)(u=|vy)] Uy (B.2)
2| . I
xF(1-a)F; R o, 1-a; 1; 22 uzg o[(y+b~ 1) +4p]" (C.3)
2F1m 1- a,li 4y O
s LIA ety o1 _g;2-0q; 2 L0 22T (yeb-1)t+ ap”

[V M (1-a) v, v,0O
The first Appel function in (B.2) can be reduced to the  USIng therelation [38]
hypergeometric function using the identity [38] that is
vdidfory=p+p: Fi(ab; ¢ 2) = (1-2)*F R c—bi c; 1D 0 (c.4)
Fi(o, B, B, B+B; % Y)

x (B.3) theintegral can then be rewritten as
= (-9 BB+ B 1o <

Yo

Thus, one obtains _ J— dy
- CUT@IA-0) £, .y, U)o oy *0+ 1) c5)
[uy(1—uy)]° Uy (1~ u,)H CE@LIta 4y [
AR » Ly 21
1r@ u 1 e (y+b+1)
¢ 21 ‘“)Flgl,a,l—a;z—a;—l,—% (B.4)
lu F(2-a) U U, . b+1 . .
Replacing x = b in (C.5), we obtain
Uy(1—u,) 1 y+b+1
], -—<0 —<0.
u(1-uy) U, U, 1
This completes the derivation of equation (5.2). | = (b+1)"° J’ dxx® 2
C. The Calculation of the Density M 1+a, .. 4x(1-X)[ (C.6
| of States AR T T e e B,
Introducing - b+l
__Krom 1 1 ° 7 Yotb+1
[2 2 2 f [2_ 2
HF o —p e HF o —p (C.y Integra (C.5) diverges at the lower limit as x; — 0,
Yo = W or equivalently, as y, —= . To handle this, we can
N ' write
TEVAR
and substituting (5.5) in (6.1), we can write . ! ,
| = (b+ 1) fdxx®"
@ g2 - |
N(w) = Nor(l_a)aném sgnwb(w” —p°) Xo
@ 1+a, . 4x(A-x)0 }
x| Fi=, ;1 1+1
x[(&ql)n(u*'«/w p) I dy [2 g 2 b+1 O
o [(y+b— 1)? +4b] w1 (C.7)
x5, 8 128, 4y o (€2 ) (b+1)l_qgla_—i01
2R 277 (yep—1)?+4bl L
1
2 -2 l+a, .. 4x(1—X) ll
Xe(l.l+/\/(02—p2)_(’\/w2_p24’_ (A)z_pz):|- +IdXXG [ZFl%! 2 v L b+1 E_l}g
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To calculate the last integral in (C.7), we rewriteit as
1

E= lim [dxx'™*
y-a-
0 C8)
M l+a . 4x(1-X)0
x[2F1[Q, T 1}.

For y > 0, we can compute the integral with the help of
the formula (2.21.29) [44],

y
jx“‘l(y—xf“lfl(a, b; ¢; wx(y—X))dx

0

=y +B_lB(G, B) (C.9

L OtBa+prl wyt
X4F3%, b1asB1 C1 2 !TvT

so that

0.

E = Ilim EB(V, 1)
0

y-a-

l+a .., y+1y+2 1 g 10
B e B I v

X F3rs,

=

b DH’} >0,

= 1 1-—
1—0([ b+ 10

Thus, for integral (C.3), we find
1 —-a —a
| = -1—:-0(—[(y0+b+1)1 —b'. (C.11)

Now substituting (C.11) into (C.2), we obtain

o) g2t
M(2-a)bpr2d

<ot o' =p)
X[ o+ b+ 1) = b7 Bl + o~ p)
_( /w2_p24> _ /(‘.)Z_pZ)El

N(w) = N, sgnwd(w’—p?)

(C.12)
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Finaly, replacing y, and b in (C.12) by expressions
from (C.1), we arrive at equation (6.2).
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