JETP Letters, Vol. 72, No. 2, 2000, pp. 31-33. From Pis' ma v Zhurnal Eksperimental’ nor'i Teoreticheskor Fiziki, Vol. 72, No. 2, 2000, pp. 45-48.

Original English Text Copyright © 2000 by Mitrjushkin.

Monopole Classical Solutionsand the Vacuum Structure
in Lattice Gauge Theories!

V. K. Mitrjushkin

Joint Institute for Nuclear Research, Dubna, Moscow region, 141980 Russia
e-mail: vmitr @thsunl.jinr.ru
Received May 19, 2000

Classical solutions corresponding to monopole—antimonopol e pairs are found in 3d and 4d SU(2) and U(1) lat-
tice gauge theories. The stability of these solutionsin various theoriesis studied. © 2000 MAIK “ Nauka/Inter-

periodica” .
PACS numbers; 11.15.Ha

One of the most interesting and still unresolved
problemsisthe structure of a (honperturbative) vacuum
in QCD and a confinement mechanism.

At present, we have a number of different compet-
ing scenarios of confinement. One of the most promis-
ing approaches is a quasiclassical approach promoted
by Polyakov [1], which assumesthat in the treatment of
infrared problems certain classical field configurations
are of paramount importance. These classical field con-
figurations (“ pseudoparticles’) are supposed to be sta-
ble; i.e, they correspond to local minima of the action,
and the interaction of these pseudoparticles creates a
correlation length which corresponds to a new scale-
confinement scale. This approach gives a clear field-
theoretical prescription of how to calculate analytically
nonperturbative observables in the weak coupling
region. In principle, this approach can be extended to
the case of “quasi-stable” solutions.

Another very attractive approach isatopological (or
monopole) mechanism of confinement [2]. This mech-
anism suggests that the QCD vacuum state behaveslike
a magnetic (dual) superconductor, abelian magnetic
monopoles playing the role of Cooper pairs, at least for
the specially chosen (“maximally abelian”) gauge [3].
For the time being, this approach remains the most pop-
ular onein numerical studiesin lattice QCD.

It is rather tempting to try to interpret lattice (abe-
lian) monopol es as pseudoparticles (stable or quasi-sta-
ble). Recently, classical solutions have been found
which correspond to Dirac sheet (i.e., flux tube) config-
urations[4]. Itistheaim of this noteto study the mono-
pole-like (MM ) abelian solutions of classical equations
of motion in SU(2) and U(1) lattice gauge theories in
d=3and d =4 dimensions.

In what follows, periodic boundary conditions are pre-

sumed. Lattice derivatives are d,f, = f,., —f,, Ouf, =

1This article was submitted by the author in English.

fo = fe_pw and Ou(U) f = f = UL i f Uy e A =

- z“ auéu , and the latti ce spacing is chosen to be unity.

ABELIAN CLASSICAL SOLUTIONS

Iterative procedure. Classica equations of mation
are

ZImTr{ o°0uUyt =0, 1)
u

where U,,, O SU(2). For abelian solutions U, =
exp(ioz8,,,), EQ. (1) becomes

Zévsinexw = 0. (2)

Let us represent the plaguette angle 6, in the form

Ouy = Oxuv + 21Ny, —TI< B <TT, (©)]

and ng, = —N,,, are integer numbers. The classical
equations of motion (2) can be represented in the form

> 0v6,y = Fru(6), 4

where
Fau®) =% (B — SiNByy,) ©)
and } 0uF,, = 0. For any given configuration {n,},

these equations can be solved iteratively:

(1) (2) (k)
o oy — -, S

5 (6)
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Fig. 1. Iterative solution of the classical equations.

where
1
Zave‘xf;” = F(8"); k=12 ... )

and

Zéveiﬁv = 21y duny. )

In the Lorentz gauge zvévexu =0, Egs. (7), (8) are

equivalent to
Ae%™ = 3% k=0;1; ..., ©)
where J) =21 dun,,, and 3% =F,,(6®) atk> 1,
Evidently,
Za 3 = ZJ(") (10)
Defining the propagator
gl dx=y)
. 2 _ .20,
x;y Vz 3{ ; Z4S|n > (11)
q#0 H
one can easily find solutions of Eq. (9):
e(l) = 2T[ GX yaV XHV’ (12)
2
(k+1) (k) 3 ak+1) _
0, ZGX vy Zauexu =0, (13
u
and 8% =o0.

The results of the iterative solution can be summa-
rized asfollows.

1. The convergence of this iterative procedure is
very fast and becomes even faster with increasing dis-
tance between the monopole and antimonopole. As an
example, the dependence of the action on the number of
iterations on the 8* lattice, where R, and R, are posi-
tions of the static monopole and antimonopol e, respec-
tively, isshown in Fig. 1la. In fact, the first approxima-

tion 8%, as given in Eq. (12), is a very good approxi-

mation to the exact solution.

2. There are no solutions if the monopole and anti-
monopole are too close to each other. Asan example, in
Fig. 1b, one can see the dependence of the action on the
number of iteration stepsfor R, —R; = (0, 0, 2).

3. Infour dimensions, only static (i.e., three-dimen-
sional) solutions have been found.

STABILITY

The guestion of stability of the classical solution

u¢ isthe question of the eigenvalues A; of the matrix

XU
Lab

xy: uv » Where

S(eiéeud) = ScI Xy; UV

> 805, La: 108y + ..., (14)

abxypv

where §, = SU) and 693u areinfinitesimal variations

of the gauge field. A solution Ug, isstableif all A; > 0.
However, a solution can be unstable but quasi-stable if,
say, only one eigenvalue is negative: A; <0, A 20,j # 1.
A cooling history of such a configuration might dem-
onstrate an approximate plateau. If it were the case, one
could extend, in principle, Polyakov’s approach to the
case of quasistable solutions.

It israther easy to show that in the case of U(1) theory
MM solutionsarestable; i.e., they correspondto local min-
ima of the action. Therefore, Polyakov's approach based
onthe MM classica solutionsis expected to describe con-
finement, and pseudoparticles are (anti)monopol es.

The stability of MM classical solutions in SU(2)
theory was studied numerically. For this purpose, every
classical MM -configuration was (slightly) heated and
then a (soft) cooling procedure was used. In Fig. 2, one
can see a typica cooling history of such a configura-
tion. Theclassical action S, corresponding to the MM -

configuration is ~130. Therefore, the MM classical
solution looks absolutely unstable.
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It isinteresting to comparethe stability of monopole
classical solutions with that of Dirac sheet (flux tube)
solutions. In Fig. 3, one can see a typical cooling of a
heated single Dirac sheet (SDS) [4] in SU(2) theory.
Parameters of the cooling were chosen to be the same
for al configurations. In fact, it is also unstable. How-
ever, a strong plateau permits this configuration to be
defined as quasi-stable.

JETP LETTERS Vol. 72 No.2 2000

SUMMARY AND DISCUSSIONS

Classical solutions corresponding to monopole—
antimonopole pairsin 3d and 4d SU(2) and (compact)
U(1) lattice gauge theories have been found.

In the case of 3d and 4d U(1) theories, these mono-
pole-antimonopole classica solutions(MM  pseudoparti-
cles) are stable; i.e., they correspond to local minima of

the action. Therefore, the quasiclassical approach hasa
chance to be successful.

In contrast, in SU(2) theory (d = 3 and d = 4),

MM classica solutions are completely unstable. At the
moment, it is not clear whether Polyakov's (quasiclassi-
cal) approach can be applied to nonabelian theories (at
least, with monopoles as pseudoparticles). It is very
probable that the vacuum in the (compact) U(1) theory
is arather poor model of the vacuum in SU(2) theory.

It isinteresting to note that the Dirac sheet (i.e., flux
tube) solutions are quasi-stable in SU(2) theories (for
d =3 and d = 4). This observation could be interesting
in view of the famous spaghetti vacuum picture where
the color magnetic quantum liquid state is a superposi-
tion of flux-tube states (Copenhagen vacuum) [5].
However, the relevance of this scenario still needs fur-
ther confirmation.

This work was supported by the INTAS (grant
no. 96-370), the Russian Foundation for Basic Research
(project no. 99-01-01230), and the JINR Dubna Heisen-
berg—Landau program.
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Gas breakdown in nitrogen, air, and oxygen in adc electric field at variousinterel ectrode distancesL is studied
experimentally. A scaling law for alow-pressure gas breakdown Uy, = f(pL, L/R) is deduced. According to this
scaling law, the breakdown voltage U is afunction not only of the product of the gas pressure p and the gap
length L, but also of theratio of the gap length L to the chamber radius R. It is shown that, for any dimensions
of the cylindrical discharge chamber (in the range of L/R under investigation), the ratio of the breakdown elec-
tric field to the gas pressure p at the minimum of the ignition curve remains constant: (Ey./pP)min = const. A
method for calculating the ignition curvein acylindrical discharge chamber with arbitrary valuesof L and Ris

proposed. © 2000 MAIK “ Nauka/Interperiodica” .
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Asisknown[1-7], theignition curvesof aglow dis-
charge are described by the Paschen law Uy, = f(pL);
i.e., the breakdown voltage U, is a function of the
product of the gas pressure p and the interelectrode dis-
tance L. The Paschen law implies that the ignition
curves Uy(p) measured for various distances L must
coincide if they are drawn as the function Uy (pL).
However, the measurements of the ignition curves of a
glow discharge in neon [8] showed that, with equal val-
ues of the product pL, the breakdown voltage for along
discharge gap with planar electrodes is significantly
higher than that for ashort gap. More recent studies[9-14]
confirmed this conclusion for some other gases (neon,
argon, nitrogen, hydrogen, etc.). In spite of a great
number of experimental and theoretical papers devoted
to low-pressure gas breakdown in a dc electric field, a
method for calculating the ignition curve at arbitrary
values of the interelectrode distance L and the radius of
the discharge chamber Ris still lacking.

This paper is devoted to the experimental study of a
breakdown in nitrogen, air, and oxygen in adc electric
field in a discharge chamber with a variable interel ec-
trode distance L. It is shown that, in the range of the
ratio L/R under study, the ignition curves shift toward
high values of the product pL and discharge voltage U .
as the gap length L increases. In this case, for any val-
ues of the gap length L, theratio of the breakdown elec-
tric field to the gas pressure (Ey./p)min @ the minimum
of the ignition curve remains constant. A generalized
scaling law for the low-pressure gas breakdown U, =
f(pL, L/R) is deduced. A method allowing one to calcu-
late the ignition curve for a glow discharge in a cylin-

drical chamber with arbitrary dimensions from the
known ignition curve for a narrow discharge gap (for
L/IR — 0), i.e, from the usual Paschen curve, is
described.

We measured the ignition curves for a glow dis-
charge in the range of dc voltages U, < 1000 V and
pressures of p = 102-10 torr. A discharge tube with an
inner diameter of 63 mm was used. The interelectrode
distance L was varied in the range 0.5-10 cm; conse-
guently, the studies were conducted in the range L/IR =
0.16-3.2. Planar parallel electrodes spanned the entire
cross section of the discharge tube. Both the anode and
the cathode were made from stainless steel. The break-
down voltage was measured accurate to +2 V. When
determining the ignition voltage, the growth rate of the
discharge voltage did not exceed 1V/s. In al cases, our
procedure for measuring theignition curves was asfol-
lows. We fixed a certain distance L between the elec-
trodes and then, for various gas pressures p, measured
the breakdown voltage U,.. Below, we explain why
only this way of measuring the ignition curves of a
glow dischargeis correct.

Figure 1 shows the ignition curves measured by us
in nitrogen for different distances L between the elec-
trodes. It is seen from the figure that, as L increases, the
ignition curves shift not only toward higher ignition
voltages Uy, (as was obtained in [9-14]), but also
toward higher values of pL. Apparently, such a shift of
the ignition curves toward higher values of U, and pL
with increasing interel ectrode distance L may be attrib-
uted to an increasein losses of charged particles on the
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Fig. 1. (a) Experimental ignition curves of aglow dischargein nitrogen for theinterelectrodedistances L = (1) 0.5, (2) 2, (3) 4, (4) 6,
and (5) 8 cm. (b) Dependences of U, and E4./p on (pL)* obtained from curves (1)—(5) in Fig. 1a and the data from (6) [11],

(7) [15], (8) [16], and (9) [18].

cylindrical wall of the discharge tube due to diffusion
across the electric field.

Figure 2 shows the dependences of U, and
(Ege/P)min ON the value of (pL), Obtained from our
experimental ignition curves measured in a nitrogen
discharge by varying the distance L. The solid line
U min = 407(pL),in and the dashed line (Ey./P) min, = 407
5 V/(cm torr) describe the results obtained fairly well.
Hence, for any distance L between the electrodes, the
ratio (Ege/pP)min & the minimum of the ignition curve
remains constant. This is also true if we change the
value of the ion—electron emission coefficient y of the
cathode material (aswas noted in [2, 3]).

Note that, by properly choosing the reference axes,
we can make al of the obtained ignition curves almost
coincide. For example, if wetake

(pL) = pL/(1+(L/R)%)", (1)

5 = Ug/ (1+(L/R)D, %)

as the abscissa and ordinate, respectively, wherea = 0.12
for nitrogen, then the ignition curves presented in
Fig. lacoincide accurateto £5V (Fig. 1b). It isevident
that, for L/R — 0O, we have the usual Paschen curve
Ug = f(pL). It follows from Egs. (1) and (2) that
Uj./(pL)* = Ug/pL = Eg/p; i.e., the dependences
Eq./p = f((pL)*) for different ignition curves must also
coincide (which isseenin Fig. 1b). Here, we also see a
reasonable agreement between our results and data
from[11, 15-18]. For air, we havea = 0.09 (Fig. 3) and
for hydrogen, we have a = 0.03 (Fig. 4). Note that, in
Figs. 3 and 4, the dependences Ey./p = f((pL)*)
obtained from experimental results [2, 9, 15, 16, 19]
agree satisfactorily with our data. From our results, it
follows that the scaling law for the gas breakdown can

be written in the form Uy, = f(pL, L/R)) or Uj. =
f((pL)*).

JETP LETTERS Vol. 72 No.2 2000

Based on Egs. (1) and (2) and the values of break-
down voltage given in the figures, we can calculate, to
a high accuracy, the ignition curves for any cylindrical
discharge chamber for arbitrary values of the distance
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Fig. 2. Dependences of Uy, and (Ege/P)min oN (PL)min for
nitrogen. The solid line corresponds to U, = 407(pL) i, and
the dashed line corresponds to (Eqc/p)min = 407 V/(cm torr).
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Fig. 3. Dependences of U, and Ey./p on (pL)* for aglow
discharge in air for the interelectrode distances L = (1) 0.5,
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dischargein oxygen for theinterelectrode distancesL = (1) 0.5,
(2) 3, (3) 6, (4) 8 cm and (5) the data from [15].

L and radius R. As an example, we find the position of
the minimum in the ignition curve for a nitrogen dis-
chargefor R=3.15cm, L =5 cm, and a stainless-steel

cathode. From Fig. 1b, itisseenthat U, =280V and
(pL)%, = 0.6 torr cm. From (1) and (2), we obtain

0.12

(PL)5a[1+ (L/R)] T, €)

(pL)Mn

0.12

Ukal1+ (L/R) . @)

Umin

For L/R = 1.59, we have U;, = 323 V and (pL),, =
0.7 torr cm. From our experimental results, it follows
that U,,;,, = 320V and (pL),;,, = 0.73 torr cm; i.e., there
is a good agreement between the coordinates of the
maximum in the ignition curve obtained experimen-
tally and those calculated using Egs. (1)—(4). To calcu-

late any other point on the ignition curve U7 and

(pL)7 , we use the same procedure. In the general case,
to calculate theignition curvein acylindrical discharge
chamber with arbitrary dimensions, one should have
the Paschen curve (i.e., the ignition curve measured in
a discharge chamber such that L/R — 0 and with the
same cathode material). Then, from Egs. (1) and (2),
one can determinethevaluesof U, and pL. If theinitial
ignition curve has been measured in a discharge cham-
ber with Ly and R,, such that the condition Ly/R, — 0
does not hold, one should first calcul ate the dependence
Uj. =f((pL)*) using Egs. (1) and (2) and then, from the
same relations, calculate the ignition curve for a dis-
charge chamber with the given dimensions L, and R;.
This may be written more concisely in the following
form:

2@
1+(|_1/R1)} | )

L), = pL
(pL) p 0|:1+(LO/RO)2

1+(L/Ry)’ ©

where the index “1” stands for the ignition curve to be
sought and the index “0" stands for the initially known
ignition curve.

The ignition curve of a glow discharge is usualy
measured by two methods: (i) the distance L is fixed,
and the breakdown voltage U is measured at different
values of the gas pressure p; and (ii) the value of p is
fixed, and the breakdown voltage U, is measured at
different values of the distance L. However, the results
obtained in this study show that the latter method of
measuring the ignition curve (at afixed value of p and
variable L) isincorrect. Theignition curves obtained in
this way are close to the Paschen curve only at small
values of L but shift toward higher breakdown voltages
with increasing L. Hence, the ignition curve of a glow
discharge must be measured by varying the gas pres-
sure p, the distance L between the electrodes being
fixed.

In summary, the ignition of a glow discharge in
nitrogen, air, and oxygen at a variable interelectrode
distance L have been studied experimentaly. It is
shown that, at any interelectrode distance L, the ratio
(Ege/P) min & the minimum of the ignition curve remains
constant. In the range of L/R under study, the scaling
law for gas breakdown Uy = f(pL, L/R) holds; i.e., the
breakdown voltage U, is a function not only of the
product of the gas pressure p and the gap length L, but
also of theratio L/R. A method for calculating the igni-
tion curveinacylindrical discharge chamber with arbi-
trary values of L and Ris proposed.

a
1+ (L/Ry)?
Udcl = Udc0|:—_];——_l—i| )

REFERENCES
1. F. Paschen, Ann. Phys. Chem., Ser. 3 37, 69 (1889).

2. M. J. Druyvesteyn and F. M. Penning, Rev. Mod. Phys.
12, 87 (1940).

3. J M. Meek and J. D. Craggs, Electrical Breakdown of
Gases (Clarendon, Oxford, 1953; Inostrannaya Liter-
atura, Moscow, 1960).

4. Yu. P. Raizer, Gas Discharge Physics (Nauka, Moscow,
1987).

5. V.A.Lisovsky andV. D.Yegorenkov, J. Phys. D 27, 2340
(1994).

6. A. V. Phelps and Z. Lj. Petrovic, Plasma Sources Sci.
Technol. 8, R21 (1999).

7. M. Sato, Bull. Yamagata Univ. 25, 119 (1999).

8. J. S. Townsend and S. P. McCallum, Philos. Mag. 6, 857
(1928).

9. H. Fricke, Z. Phys. 86, 464 (1933).

10. S. P. McCalum and L. Klatzow, Philos. Mag. 17, 279
(1934).

11. H. C. Miller, Physica (Amsterdam) 30, 2059 (1964).

JETP LETTERS Vol. 72 No.2 2000



12.

13.

14.

15.

16.

SCALING LAW FOR A LOW-PRESSURE GAS BREAKDOWN 37

L. Jacques, W. Bruynooghe, R. Boucique, and W. Wieme,
J. Phys. D 19, 1731 (1986).
M. Yumoto, T. Sakai, Y. Ebinuma, et al., in Proceedings

of the 8th International Symposium on High-\oltage
Engineering, Yokohama, 1993, p. 4009.

G. Auday, P. Guillot, J. Galy, and H. Brunet, J. Appl.
Phys. 83, 5917 (1998).

M. J. Schonhuber, IEEE Trans. Power Appar. Syst. 88,
100 (1969).

T. W. Dakin, J. Gerhold, Z. Krasucki, et al., in Proceed-
ings of the International Conference on Large High-
\oltage Electric Systems, Paris, 1977, p. 1.

JETP LETTERS Vol. 72 No.2 2000

17. B. Held, N. Soulem, R. Peyrous, and N. Spyrou, Trans.
Inst. Electr. Eng. Jpn., Part A 116, 925 (1996).

18. B. Held, N. Soulem, R. Peyrous, and N. Spyrou, J. Phys.
[l 7, 2059 (1997).

19. J. A. Pim, Proc. Inst. Electr. Eng., Part 3 96, 117 (1949).

20. S. C. Brown, in Basic Data of Plasma Physics (Wiley,
New York, 1959), p. 240.

21. H. Ritz, Arch. Elektrotech. (Berlin) 26, 219 (1937).

Translated by N. Larionova



JETP Letters, Vol. 72, No. 2, 2000, pp. 38-41. Translated from Pis ma v Zhurnal Eksperimental’ nor i Teoreticheskor Fiziki, Vol. 72, No. 2, 2000, pp. 54-59.
Original Russian Text Copyright © 2000 by Auguste, D’ Oliveira, Hulin, Monot, Abdallah, Faenov, Skobelev, Magunov, Pikuz.

The Role of the Prepulsein Cluster Heating
by a High-Power Femtosecond Laser Pulse

T. Auguste*, P. D’'Olivdra*, S. Hulin*, P. Monot*, J. Abdallah, Jr.**, A. Ya. Faenov***,
[. Yu. Skobelev*** A. . Magunov*** and T. A. Pikuz***

*CEA, Centre D’ Etudes de Saclay, DSM/DRECAM, Service des Photons Atomes et Molécules,
91191 Gif-sur-Yette, France
**] os Alamos National Laboratory, P.P. Box 1663, Los Alamos, New Mexico 87545, USA

***VNIIFTRI Center for Multicharged lon Spectrum Data, Mendeleevo, 141570 Russia
***a-mail: skobelev@orc.ru
Received June 14, 2000

The interaction of a 60-fs laser pulse with argon clusters was experimentally studied. It is shown that cluster
heating by an intense femtosecond pul se preceded by a picosecond prepul se can produce plasmawhose ioniza-
tion state is determined by the prepul se properties, while the mean energy of hot electrons is determined by the
main pulseintensity. A ssmple model of cluster plasmaevolution is suggested, allowing an adequate description
of its X-ray emission. © 2000 MAIK “ Nauka/lInterperiodica” .
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1. In recent years, investigations into the interaction
of high-power ultrashort (femtosecond) laser pulses
with solid and gastargets have become particularly top-
ical. On the one hand, these investigations provide
information on the fundamental properties of a sub-
stance in extreme conditions and, on the other, they
allow the use of new approaches to solving applied prob-
lems such asinitiation of nuclear reactions, heavy particle
acceleration, and the design of a luminous X-ray source
for medicobiologica and lithographic applications
(see, eg., [1-6]).

2. Evidently, the properties of plasma produced by
an ultrashort laser pulse should primarily depend on the
aggregate state of the target material. For example, the
use of solid targets allows the production of a super-
dense hot (with a temperature of hundreds of electron
volts) plasmawhoseionization stateisformed by virtue
of electron—ion callisions. In the opposite case of gas
targets, the temperature of the resulting relatively rar-
efied plasma is appreciably lower (tens of electron
volts), while its ionization state is determined by the
processes of multiphoton or tunnel ionization.

However, the origina experimentswith solid targets
showed that thereis one more very important parameter
that determines the character of the interaction of
ultrashort laser pulses with a substance, namely, the
pulse contrast, i.e., the ratio of laser power in the max-
imum of the femtosecond pulse to the prepul se power.
In particular, it turned out that a superdense plasma
could be formed only if exceedingly high-contrast
(~10'°) pulses were used, when the heating prepulse
radiation flux density was insufficient for producing
preplasma, so that the energy of the main pulse was
absorbed directly in the solid (see, e.g., [7-11]).

3. In recent years, a new type of cluster targets has
appeared. They represent agas containing clusters, i.e.,
large atomic or molecular conglomerates that are
formed upon the flow of a cooled gas through a high-
pressure nozzle. The cluster size L, and the number N
of particlesin the cluster are determined both by the gas
used and its parameters (temperature and density) and
by the nozzle construction and can be aslarge as L =
100-1000 A and Ny = 10*° atom/cluster, the particle
density in the cluster being comparable with the solid-
state density (see, e.g., reviews[1, 12]).

The character of the interaction of a femtosecond
pulse with clusters depends on the pulse contrast to an
even greater extent than in the case of asolid target. The
situation becomes even more complicated, because the
interaction is governed by another two highly impor-
tant parameters, namely, the prepulse duration tyen s
and the cluster size. Indeed, if the intensity of a femto-
second pulse is high enough (the typical experimental
flux density is g, = 10%-10'® W/cm?), then the
prepulse flux density is 103-10* W/cm? even for a suf-
ficiently high contrast of 10*-10° (typical values for
femtosecond lasers), which is quite sufficient for clus-
ter destruction and the production of a preplasma with
electron temperature T, of the order of 100-300 eV. The
expansion of cluster plasmain time,

1/3
Tepanson D La(M/ Z KT 2 (10%/Ng) ™, (D)

(Z, and m are the nuclear charge and the ion mass,
respectively, and N, isthe critical density for the heat-
ing laser) results in a decrease in the electron density
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below its critical value [1]. This means that, if the
prepul se duration satisfies the condition

Tprepulse > Texpansi ons (2)

then the main femtosecond pulse interacts not with
clusters but with ararefied plasma, so that the character
of the interaction is, in fact, the same as in the heating
of a gas target (weak absorption of laser radiation and
the almost total absence of collisional ionization).

One can see from Eq. (1) that for the typical values
KT, ~ 100 eV, N, ~ 102 cm, and Ly ~ 100-1000 A the
Texpansion VAlUE is ~1-10 ps, so that, in the previous
experiments [ 1] with a nanosecond prepulse, condition
(2) wasfulfilled with assurance. In this work, the oppo-
site situation of a comparatively short prepulse Tpeise <
Texpansion 1S €xperimentally studied for the case where
the cluster preplasma formed after the prepulse con-
tains dense areas efficiently absorbing the main pulse.

4. Experiments were carried out on a UHI10 setup
(Saclay, France) consisting of a Ti : Sa laser with a
wavelength of 800 nm and output of 10 TW. The laser
beam was focused onto a cluster target with the use of
an off-axis parabolic mirror; the beam diameter in the
focal planewas ~25 um. The duration of the main pulse
was ~60 fs and its energy ~0.6 J, alowing the flux den-
sity on the target to be ~10*® W/cm?. The prepul se dura-
tion was ~1 ps. Since the contrast was ~10°, the
prepulse flux density was ~10%3 W/cm?.

An argon cluster target was formed upon adiabatic
free expansion through a high-pressure pulsed, conical
nozzle (inlet and outlet diameters 1 and 8 mm, respec-
tively, and length 20 mm).

Plasma diagnostics was performed by X-ray spectros-
copy. Two X-ray spectrographswith spherically bent mica
crystals were arranged in the FSPR-2D scheme [13-15]
and tuned to the spectral ranges 3.9-4.2 A and 3.35-
3.45 A, which include the He, and Heg lines of the He-
like Ar XVII ion. In some experiments, one of the spec-
trographs was tuned to the 3.72-3.82 A range, which
included the resonance Ly, line of the H-like Ar XVI1I1
ion, although this line was failed to be recorded.

5. An example of a spectrum in the range 3.9-4.2 A
ispresented in Fig. 1. For comparison, ana ogous spec-
tra obtained previously for an argon target heated by a
nanosecond laser pulse [16] and on a plasma focus
setup [17] are adso shown in the same figure. It is
clearly seen that the emission spectra of (b) the femto-
second laser plasma and (c) the plasma focus are quite
smilar and differ drastically from the emission spectrum
of (a) a nanosecond laser plasma. The main distinctions
are, fird, that in cases (b) and (c) the lower multiplicity
ions are present (Ar XV, X1V, XIIlI, ...) and, second,
that the intensities of the Li-like Ar XV satellites have
different structures. Both distinctions can be easily
explained if one assumes that the plasma ionized state
corresponds to the electron temperature of the order of
100-200 eV, while the spectra are excited by the ener-
getic (with energies ~5-10 keV) electrons. With the
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Fig. 1. Emission spectraof argon plasmaproduced on different
plasmasetups: () nanosecond laser plasma[16], (b) femtosec-
ond laser plasma (thiswork), and (c) plasmafocus[17].

plasmafocus, where the plasmatemperature is compar-
atively low and high-velocity electron beams are
present, this assumption seems to be quite natural, and
it was used in [17] to explain the experimental results.
Below, we show that if the condition

Tprepulse < Tapansi on (3)

is fulfilled, then a similar situation may occur for the
femtosecond cluster plasma as well.

6. Let us consider how the ionization state would
form in the femtosecond laser cluster plasma in the
presence of a sufficiently intense picosecond prepul se.

Inasmuch as, in our experiments, the heating radia-
tion flux density in the prepulse was ~10'2 W/cn?, one
would expect cluster preheating up to temperatures
Torepuise OF the order of 200 eV. Theionization processes
in such a preplasma would proceed at a nearly solid-
state electron density, and the ionization times for al
argon ions containing m = 3 electrons would be longer
than 1 ps[18]. Thismeansthat theHe-, Li-, Be-, ... like
argon ions would form in the preplasma during the
prepulse, so that the ionization state would be nearly
stationary with the electron temperature Tpe, . NoOte
that, since the ionization rate for the 1s shell at such
temperaturesis several orders of magnitudes|ower than
for thenl (n > 1) shells, the H-likeAr XVl ionsare not
expected to form at the stage of heating by the prepul se.

By the time of the main pulse arrival, the heated
clusters have time to expand slightly, but, if condi-
tion (3) isfulfilled, plasma areas with above-critical
density are retained around each cluster. A femtosec-
ond pulse with flux density ~10%* W/cm? would be effi-
ciently absorbed in these areas and, according to calcu-
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Fig. 2. Emission of argon plasma (1) before and (2) after
arrival of the main femtosecond laser pulse.

lations[12, 19], would heat them up to the temperature
T Of the order of several kiloelectron volts. Since, in
this case, the plasmadensity istwo orders of magnitude
lower than the solid-state density, the collisional ioniza-
tion times are of the order of hundreds of picoseconds,
even with allowance made for a dramatic increase in
the electron temperature. This implies that the main
pulse would not strongly ater the plasma ionization
State.

Thus, we are led to conclude that the combined
action of the femtosecond pulse and the picosecond
prepulse on the clusterswould result in a plasmawhose
ionization state is determined by the prepulse flux den-
sity and corresponds to rather low electron tempera-
tures Tpepuse ~ 200 €V and which would contain hot
(kiloelectron-volt) electrons produced by the main
pulse.

7. The above qualitative pattern of cluster heating
dynamics and the equations of quasi-stationary radia-
tion—collisional kinetics were used in this work to cal-
culate plasma luminosity in the experimentally studied
spectral ranges. All argon ions containing m= 1-4 elec-
trons were taken into account and al electronic config-
urations with the principal quantum numbers n < 6

AUGUSTE et al.

were considered, including the autoionizing states of
the He-, Li-, and Be-like ions (a total of 1606 levels
were included). Inasmuch as the thermalization time
for the kiloel ectron-volt el ectronsin a plasmawith den-
sity <10% cm is sizably longer than the plasma life-
time, they were considered as a monoenergetic beam
with energy E,, which was set equal to 5 keV in the cal-
culations. The computational results are presented in
Figs. 2 and 3.

The plasma luminosity in the chosen spectral range
isshowninFig. 2 for two timeintervalsbeforethemain
pulse (curve 1) and after arrival of the main pulse
(curve 2). One can see that the preplasma hegting stage 1
makes amaterial contribution to the intensities of satel-
lites due to the transitions from the autoionizing levels
of comparatively weakly ionized Be-like Ar XV. For
the Li-like Ar XVI transitions, this stage manifests
itself only in the k, j satellites that are most strongly
excited in the two-electron capture, while the He-like
Ar XVII lines are mostly emitted after heating by the
main pulse.

The calculated time-integrated luminosity is com-
pared with the experimental spectrum in Fig. 3. One
can seethat our simple model of cluster plasmadynam-
ics not only qualitatively, but also quantitatively, ade-
quately describesthe experimental results. A minor dis-
crepancy between the experimental and theoretical
spectrashown in Fig. 3ais caused by recording the He,
Ar XVII (A = 3.1996 A) line that corresponds to the
other-order reflection from the mica crystal.

8. In summary, one can seethat cluster heating by an
intense femtosecond pulse preceded by a picosecond
prepul se allows the production of plasmawhoseioniza-
tion state is governed by the prepul se properties, while
the temperature (or, more precisely, the characteristic
energy) of hot electrons is determined by the intensity
of the main pulse. It follows that the extent of plasma
nonstationarity can be rather simply controlled by
changing the intensity ratio for the pulse and prepul se.

240 H L
o~ C Cal Li-like satellites @ Heg (b)
‘é 200 I 1 140 -
= C He,, Be-like satellites r Li-like satellites
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Fig. 3. Comparison of the emission spectra of the femtosecond argon cluster plasma with the model calculations for the spectral
regionsincluding Ar XVI1 (a) He, and (b) Heg lines. The theoretical spectraare calculated for N = 102 ¢m™, Tyrepjasma = 190 €V,

and Eg = 5keV.
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Such aplasmais of specia interest primarily for the
problems of atomic spectroscopy, because it provides a
possibility of investigating the ion levels that are effec-
tively populated in the collisional excitation or inner-shell
ionization of many-electron, multiply charged ions. At the
same time, plasma with such properties may find some
practica use, eg., in the problem of designing X-ray
lasers on the Ne- and Ni-like ion trangtions, because in
this case the optimum conditions for achieving large
population inversions are naturally realized (see, e.g.,
[20-23]).

This work was supported in part by the INTAS,
grant no. 97-2090.
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A new integral relationship between the fluctuations b(r, t) of a magnetic field and its mean Bg(r, t) is derived
for the steady-state magnetic field in a turbulent medium. This formula provides the estimate [ - curl b=
-Bg - curl By. Simultaneously, the coefficient of amplification of the mean magnetic field (a effect) is obtained:

o =(n+P)By - curl By/ BS . Theformulafor a alows for adecrease in this coefficient owing to the back action

of the magnetic field on the turbulent velocity field. It is shown that the Zel’dovich’s estimate [B?C= B/n BS for

two-dimensional turbulence holds for magnetic fields at the instant the fluctuations [@2Cof the vector potential,
rather than 2[reach amaximum. Here, n and B are the ohmic (molecular) and turbulent diffusion coefficients,
respectively. This estimate is refined with allowance made for the fact that the condition for diffusion approxi-
mation itself relates the 3, b, and B quantities to each other. © 2000 MAIK “ Nauka/Interperiodica” .

PACS numbers; 47.65.+a; 91.25.Cw

Because of the complexity of ajoint analysis of the
Navier— Stokes equation and the induction equation for
the magnetic field

%_? = CurlUOXB+CUI‘|UXB+r]|:|2B, 1

estimates of the mean field (B[E B, and magnetic fluc-
tuations [M2Jin various limiting cases are of great
importance. In Eq. (1), U, and u stand for the regular
and stochastic (turbulent) parts of the Eulerian velocity
in a conducting medium, respectively. The magnetic
field B and the vector potential A can be represented as
the sums of their mean and fluctuating parts;. B=B,+ b
andA =A, + a, with = 0 and (@ 0.

Zel’dovich’s paper [1] was among the first works of
this kind where it was shown that a magnetic dynamo
cannot occur for atwo-dimensional flow of a conduct-
ing liquid. Zel’dovich also showed that, by thetimety =

L2 /B, theinitial magnetic field By(r, 0) transforms into
a purely fluctuating field b(r, t) with mean-square
amplitude 2(r, t,)C= R,Bj (r, 0). In these expressions,
L, isthelength scale of theinitial potential Ag (Bo(r, 0)

= curl Ay). According to Zel'dovich, the fluctuations
also eventually disappear in the characteristic time ~t,.

In interplanetary space, the magnetic Reynolds
number R, = B/n = uyRyn is enormoudly large: R, ~

10°-10* (u, and R, are the characterigtic velocity and the
scale of turbulent motions, respectively). Zel'dovich’'s

estimate [H2[(= RmBS also came into use for real three-

dimensional turbulence [2-4] to givethe a = uy/R,, esti-
mate. It isknown [5, 6] that in order to explain the gen-
eration of cosmic magnetic fields it is necessary that o
= Up. Therefore, the estimate a = uy/R,, fully rules out
the conventional mechanism of magnetic amplification
(a effect).

It is shown below that the estimate for the 3D turbu-
lence has a different form, namely, a = (n + B)B; -

curl By/BS ~ U, High estimates for the fluctuations
imply that the back action of the magnetic field on the
turbulence is determined by the energy of the fluctua-
tions, rather than by the mean-field energy [3].

To derive new estimates and refine the meaning of
Zel'dovich's estimate, the method suggested in [7] is
used in thiswork for an analysis of the pairs of coupled

equations for the A, - B, and [& - b[] A and @[] and

Bg and h?Cquantities. With these systems of equa-
tions, the fluctuation rise dynamics can be traced more
clearly than by considering the means [A - BLJ[A%[Jand
[B2(] Following Zel’dovich, the analysis will be carried
out for the volume-integrated quantities, so that the flux
terms containing divergences disappear owing to the
divergence theorem.
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Analysis of the main equations. Seehafer [7] has
derived a system of two exact equations for the evolu-
tion of magnetic helicity [A - BLE Ay - By + [& - bl

oA, [B,
ot @
= —2|"] BO [turl BO + ZBO EFO - le(CEO X Ao),
0 [a (b
ot 3

= —2n[b Ceurlb(3- 2B, [F,—div(c[&x al).

Here, E =E, + e, [e[F Oistheelectric field strength and
cisthe speed of light. One has from [8]

CE(r,t) = ncurlB—uxB-U,xB. (4

The electromotiveforceisF=F,+f=uxB + U, xB.
Its mean is Fy = [ x b+ Uy x By. In the diffusion
approximation [9, 10], one usually sets

b x bOOa(r, t)By(r, t) = B(r, YeurlBy(r, 1), (5)

where the a coefficient describes the amplification of
the mean magnetic field and 3 is the turbulent diffusion
coefficient. It isassumed in the magnetic dynamo theo-
ries[5, 6,9, 10] that a = uy and B = uyR,. The coefficient
o is zero for amirror-symmetric turbulence, where the
velocity helicity [ - curlull= 0. For 2D turbulence,
A -B=0anda =0. Itisseen from Egs. (2) and (3) that
the a effect (more precisely, the term with Fj) enhances
(or reduces) the large-scale magnetic helicity and
reduces (or enhances) to the same extent its small-scale
fluctuating part. This statement is the main conclusion
of [7]. It is worth noting that both Egs. (2) and (3)
should be equally taken into account when considering
the influence of the a effect on the evolution of mag-
netic fluctuations. However, it is more suitable to use
Eqg. (4) and the Maxwell equation dBy/ot = —ccurl E,
instead of Eq. (2).

Let us consider a steady-state magnetic field in a
medium. Inthiscase, 0(a - b[Zdt = 0 and B(r, t) = By(r)
and, hence, ccurlE, = —0By/0t = 0; i.e., cEy = [P o(r).
Averaging Eq. (4) gives

Fo = necurlBy(r) — Oay(r). (6)
Substituting Eq. (6) in Eq. (3) and volume integra-

tion yields the exact relationship
J'dV[ (b Ceurlb+ B, Ceurl By] = 0. (7

The term with the potential Byl o = div(B@,) disap-
pears after applying the divergence theorem. Therefore,
the exact Eq. (7) givesthe estimate

or
[b°(r)C= 1o/ LoBE(r). 9)
JETP LETTERS Vol. 72 No.2 2000

Here, |, isthe scale of magnetic fluctuationsand L, isthe
scale of the mean magnetic field By(r). Clearly, 1, < L,
and the energy of magnetic fluctuations is lower than
the energy of the mean magnetic field.

The stationary state of a conducting liquid and a
steady-state magnetic field can be determined by
matching the above components, i.e., with allowance
made for the back action of the magnetic field on the
turbulence. Therefore, EQ. (7) allowsfor thisback reac-
tion, athough it is derived without using the Navier—
Stokes equation. The exact integra relationship (7)
may be used as an additional criterion for the correct-
ness of numerical computations of the evolution of a
magnetic field on its way to the stationary state.

In the diffusion approximation (5), the exact Eq. (6)
takesthe form

a(r)B: = (n +B)B, Ceurl By —divBo@y(r).  (10)

Making use of the well-known [11] expression for a
curl-free field through its divergence, the following
explicit formula can be written from Eq. (4) for qy(r):

@(r) = divJ'dV‘[ U x b+ Uy x By |r —r| /41 (1)

Thisexpressionis purely formal, because the integrand
contains unknown functions. The diffusion approxima-
tion (5) impliesthat By(r) and Ugy(r) are smooth onthetur-
bulence scale, ~R,. In this case, the term divBg(r)@y(r)
containing double differentiation of a smooth function is
smaller than the first term in Eq. (10). This yields the
following estimate:

a(r) = (n + B(r))B, Ceurl By/ BX. (12)

In the stationary state, the magnetic amplification
caused by the turbulent motion of a conducting liquid
or gas should be in exact balance with the field weak-
ening through ohmic dissipation. This balance cannot
be properly described in the diffusion approximation
(5). Because of this, the substitution of B, - F, does not
lead to the exact Eq. (7) in this approximation; instead,
it gives

IdV[r] [b Ceurl b0~ B(r) B, Ceurl B, + a(r)B3] = 0.
(13)

Interestingly, this formula also leads to estimate (12),
provided that the exact relationship (7) is used.

The steady-state condition (6) playsacrucia rolein
obtaining estimates (7)—(9). Insofar asthe term with the
potential disappears upon integration, this condition
implies that it is ohmic dissipation which determines
the relative fluctuation level in the stationary state. In
what follows, the amplitude of nonstationary fluctua-
tions will be estimated for the instant t,, or t, when B[]
or [@°[) respectively, reaches its maximum value. For
these instants of time, condition (6) is not fulfilled, and
most likely it is the turbulent motions which determine
the fluctuation level, provided that thetimest, andt, are
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shorter than the characteristic time for establishing the
stationary state. Evidently, the estimates for these three
characteristic times depend on the particular type of
turbulence. Since the stationary fluctuations (9) are
small, these estimates can be considered as upper
bounds on the fluctuations at timest, and t,.

The Seehafer-type equation for magnetic helicity
can be written directly for the BS and M2quantities:

GBS _ 2
¥ 2aB, [eurlBo—2(n + B)(T;iBy)) (14)
+(n+p)0°B,
0’0 _ 2
Tl 20 B, Ceurl By —2n [{O;b;) "0 (15)

+2B(0;Bo;)” + yBg + 2[b Cturl (u x b) T+ n 0% (b*[

These equations are written in the diffusion approxima-
tion, where they pictorially demonstrate the energy
evolution for both the mean magnetic field and mag-
netic fluctuations. The new coefficient y is of the order

of =B/R;. The terms with 02 disappear upon volume
integration, and they will be ignored in the subsequent
estimates. First and foremost, these equations suggest
that the a effect enhancesthe large-scale magnetic field
and reduces the fluctuations. In the stationary state, the
balance between the enhancement of the large-scale
part and its weakening is mainly provided by the self-
consistency of the coefficients o and 3: a ~ B/L,. The
same estimate follows from Eq. (12).

To estimate the mean-square fluctuation ?Cat
the instant t, reaches its possible maximum, it is
most profitable to use the exact nondiffusional form of
Eq. (15). The corresponding estimate of the expression
—2n;by)20+ 2[u x Bg) - curlb+ 2[Qu x b) - curlbC= 0
shows that the balance between the enhancement and
weakening of the magnetic field is achieved in two
steps. The main balance is fulfilled at the level of
adjusting the turbulent motions without inclusion of the

ohmic dissipation. Thisyields B2+~ Bg . Theremaining
disbalance of the order of n/ug, of the main energy
level is eiminated by the ohmic diffusion. The B2~
BS estimate also persists for the maximum value
Nn/ugly ~ L aswell. Note that thisestimateisvalid for the
two-dimensional turbulence as well.

Two-dimensional turbulence. The equations for

A} and [@2Cin a 2D turbulence considered by Zel’ dov-
ichin[1] have the form

A
S = 2B+ 2AcFo +ND°AG,

at (16)

om0 2
= —2n b°0-2AF
ot L oo (17)
+n0° @O div (2Aa + a)0

In these equations, the vector potential A = e[Ay(X, v, t) +
a(x, y, t)], while the magnetic field and the turbulent
velocity are perpendicular to the zaxiswith unit vector e,.
All quantities depend only on the coordinates x, y and
thetimet. The electromotive forceis directed along the
zaxisand equals F, = —divtiallIn the diffusion approx-
imation, Fo (B0 2A,.

Zel'dovich considered only one volume-integrated

equation for the [A2CE A2 + [@2[uantity:
d 2 24 _ 2 2
aIdV[AO+ @0 = ZnJ'dV[BO+ b. (18)

He neglected the term with [a2(Jon the left-hand side
and the BS term on the right-hand side and set d A3 /dt ~

bA>/LS ~BB: to arrive at the estimate 2L, ~ P/n Ba.
By By was meant the initial magnetic field.

Apart from the terms with (02 and div disappearing
after volume integration, the system of Egs. (16) and
(17) has a clear physical meaning. The square of the
mean potential monotonically decreases with the char-

acteristic timet, ~ L2 /B of turbulent mixing. The mean-
square fluctuation [@°Cof the potential increases from

the initial zero value with the same characteristic time
ty, reaches its maximum value (@2}, and then tends to

zero with the characteristic time t,, ~ IS/n. The system
eventually reaches the stationary state, for which both
the mean magnetic field and its fluctuations disappear,
in accordance with the Zel’ dovich dynamo-suppression
theorem.

At theinstant t,, when [@°[Feachesits maximum, the

derivative 0[a2(10t = 0, and the following estimate holds
in the diffusion approximation:

[b°(t.)O= B/NBo(ts) = RyBol(ty).- (19)

This estimate relates the magnetic fluctuations m2Cito
the mean (not the initial!) magnetic field at the instant
of time when the potential fluctuations reach a maxi-
mum. Therein lies the refinement of Zel’dovich's esti-
mate. The time corresponding to the maximum of [1H2[]
fluctuations does not coincide with the time corre-
sponding to the maximum of potential fluctuations (&2
The |, scale strongly depends on the turbulence struc-
ture and, hence, estimate (19) can apply to the situation
t, > ty for which the mean field By(t,) is so small that
the fluctuation level ?Omay be lower than the initial
magnetic field.

Nevertheless, estimate (19) is invalid, because the
diffusion approximation F, = —diviliallCB0 2A, itself
2000
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implies the relationship B = uglyb/B,. Substitution of
this 3 value into Eq. (19) givesthe final estimate:

[b(t) = (Uolo/N)*Bo(ta).- (20)

This estimate also directly follows from the exact
Eq. (17) without recourse to the (3 value. According to
Eq. (20), one hasb(t,) = By(t,) for the Kolmogorov-type
spectra with ugl, = n. For the spectra with |, ~ R,, the
fluctuation decay timet, > t4. In thistime, B, virtualy
disappears, so that the relative fluctuation level becomes
very high. This example demongtratesthat it is more con-
venient to make estimates by using, from the outset, the
exact equations, aswas donein the 3D case.

As was already pointed out, the diffusion approxi-
mation cannot be used in determining the stationary
state. In the 2D case considered, divE, = 0 and the
steady-state condition curl E, = 0 means that E; = 0;
i.e., Fo = —1Nn02A,. Substitution of this expression into
Eg. (17) and volume integration gives

IdV( B+ [b°0) = 0. (22)
This meansthat B, = 0 and b = 0, as one would expect
according to the Zel’ dovich dynamo-suppression theo-
rem. The derivation of Eq. (21) is a somewhat alterna-
tive proof of this theorem.

To summarize, the estimates made in this work for
the stationary 3D case and for a possible B2 maximum
before reaching the stationary state indicate that the
magnetic fluctuations are smaller than, or of the same
order as, the energy of the mean magnetic field. This
signifies that the amplification coefficient a can be
large enough, ~U,, for the magnetic dynamo to be real-
ized in interplanetary space.

The estimate [ - curl b= —B,, - curl B, obtained in
this work strongly reduces the estimate for a decrease
inthe a coefficient owing to the back action of the mag-
netic field on the turbulence, compared to the results of
[4]. In that work, an approximate analytical theory was
suggested for this effect. The authors did not take into
account the steady-state condition (6) and used the dif-
fusion approximation (5) in the case B, = const to obtain

from Eq. (13) the relationship b - curlb(l= —a BS /n for

the stationary state. They also used the gpproximate lin-
earized relationship a = —t - curlull3 + T -
curl biI121p to obtain

_ Og
1+1,R,B/ 121pR’

where o, = -1, - curlull3, p isthe density of aliquid
or gas, and 1, is the characteristic time of turbulent

a

(22)
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velacities. It follows from above that the steady-state
condition (6) should necessarily be taken into account
when considering the stationary case. That is why
Eq. (22) isinvalid. However, if the steady-state condi-
tion, i.e., the relationship b - curlbO= —aB3/(n + B)
had been taken into account in [4], then the enormous
Reynolds number R, would not have appeared in
Eq. (22). Thus, the decreasein a is, in fact, small; it is
only halved if the magnetic and kinetic energies are
equal to one another. This fact is in qualitative agree-
ment with the results of numerical computations [12].
However, it should be pointed out that Eq. (22) was
derived using the Navier—Stokes and magnetic induc-
tion equationslinearized in u and b; i.e., it applies only
to relatively weak fluctuations. The estimates obtained
for the fluctuations in this work, to some extent, justify
this approach.
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We suggest a procedure of how to prepare a vortex with N = 1/2 winding number—a counterpart of the Alice
string—in Bose—Einstein condensates. © 2000 MAIK “ Nauka/Interperiodica” .
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Vorticeswith afractional winding number can exist in
different condensed matter systems; see review paper [1].
Observetion of atomic Bose condensates with a multi-
component order parameter in laser manipulated traps
opens the possihility to create half-quantum vortices
there. We discuss N = 1/2 vorticesin a Bose condensate
with the hyperfine spin F = 1 and also in a mixture of
two Bose condensates.

The order parameter of an F = 1 Bose condensate
consists of three complex components, according to the
number of projections M = (+1, 0, —1). These compo-
nents can be organized to form the complex vector a:

|
O

, 0
%LPHD D(ax+|ay)/'\/é|:|

%:B%E:% a, 5 @
Dw_lD E(ax_iay)/"/ég

There are two symmetrically distinct phases of the F =1
Bose condensates:

(i) Thechira or ferromagnetic state occurswhen the
scattering length a, in the scattering channel of two
atomswith thetotal spin 2 islessthan that with thetotal
spin zero, a, < ay [2, 3]. It is described by the complex
vector

a = f(m+in), 2

where m and A are mutually orthogonal unit vectors,

with | = m x A being the direction of the spontaneous
momentum F of the Bose condensate, which violates
the parity and time-reversal symmetry; f is the ampli-
tude of the order parameter.

1This article was submitted by the authors in English.

(if) The polar or superfluid nematic state, which
occursfor a, > a,, is described up to the phase factor by
thereal vector

a= fde®, ©)

where d isareal unit vector. The direction of the vector

d can beinverted by achangein phase® —~ ®+ 1t
That is why phase-insensitive properties of the polar

state are also insensitive to the reversal of the d direc-

tion. In this respect, d issimilar to the director in nem-
atic liquid crystals.

The chiral state (i) correspondsto the orbital part of
the matrix order parameter in superfluid *He-A, while
the nematic state (ii) correspondsto the spin part of the
same 3He-A order parameter. The order parameter
matrix of 3He-A is the product of two vector order

nematic __ chiral

parameters: A, [ @, a, . Thatiswhy each of the
two states shares some definite properties of superfluid
SHe-A.

In particular the chiral state (i) displays continuous
vorticity [2, 3], which was extensively investigated in
superfluid *He-A (see [4] and reviews [5, 6]). An iso-
lated continuous vortex is the so-called Anderson—Tou-
louse—Chechetkin vortex. The smooth core of the vor-

tex represents the skyrmion, in which the 1-vector
sweeps the whole unit sphere. Outside the soft core, the

| -vector is uniform, while the order parameter phase
hasfinite winding. In *He-A and, thus, dsointhe F =1
Bose condensate, it is the 41t winding around the soft
core; i.e., the continuous vortex has winding number
N = 2. This continuous vortex can also be represented
[6, 5] asapair of the so-called continuous Mermin-Ho
vortices [7], each having the winding humber N = 1.
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The | -vector in the Mermin—Ho vortex coversonly half
of aunit sphere and thusis not uniform outside the soft
core. Such a half-skyrmion is aso called a meron. An
optical method to create the meron—the Mermin-Ho
vortex—in the F = 1 Bose condensate has been recently
discussed in [§].

For the spin-1/2 Bose condensates, the order param-
eter is a spinor, which represents “half of the vector”.
That is why the continuoys Anderson—Toulouse—
Chechetkin vortex (in which | sweeps the whole unit
sphere) has a winding number that is two timeslessin
such condensates; i.e., the skyrmion isthe N =1 contin-
uous vortex [9]. The spinoria order parameter is the
counterpart of the order parameter in the Standard
Moddl of the eectroweak interactions, which is the
spinor Higgs field transforming under the SU(2) sym-
metry group. That is why the N = 1 continuous vortex
in the spin-1/2 Bose condensates simulates the contin-
uous electroweak string in the Standard Model. The
Higgs field in the continuous electroweak string (and
thus the N = 1 continuous vortex in the spin-1/2 Bose
condensate) has the following distribution of the order
parameter [10, 11]:

0]
0]

[

0
0
0
5 @)
l

[ = 2cosH(r) + f sinb(r).

Here, (z r, @) are coordinates of a cylindrical system,
8(0) = 11, and B(0) = 0. Note that the meron configura-
tion in such a system, with 6(0) = 1t and 6(«) = 172,
would have an N = 1/2 winding number.

The N=1 vortices with the order parameter
described by Eqg. (4), have recently been generated in a
Bose condensate with two internal levels [12], follow-
ing the proposal elaborated in [13]. Though these two
internal levels are not related by an exact SU(2) sym-
metry, under some conditions there is an approximate
V(2) symmetry and the N = 1 vortex does represent a
skyrmion. This vortex has a smooth (soft) core, whose
size is essentially larger than that of the conventional
vortex core, which has a dimension of the order of the
coherence length. Such enhancement of the core size
alowed the observation of the N = 1 vortex-skyrmion
by optical methods [12]. From Eq. (4), it follows that
this continuous N = 1 vortex can also be represented as
avortex in the |t Ocomponent, whose core is filled by
the | | Ocomponent.

The nematic state (ii) may contain a no less exotic
topological object—the topologically stable N = 1/2
vortex [14]—which has till eluded experimental iden-
tification in superfluid *He-A. The N = 1/2 vortex is a

JETP LETTERS  Vol. 72
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combination of the Tevortex in the phase @ and the
edisclination in the nematic order parameter vector d :

a= f(r)%?cos(—2p+9sin(—2p%ei"’/2. (5)

A changein the sign of the vector d when circumscrib-
ing around the core is compensated by a change in sign

of the exponent €® = €2, so that the whole order param-
eter is smoothly connected after circumnavigating.

This N = 1/2 vortex is the counterpart of the
so-caled Alice string considered in particle physics
[15]: a particle which moves around an Alice string
flips its charge or parity. In a similar manner, a quasi-
particle moving adiabaticaly around the vortex in
SHe-A or in a Bose condensate with F = 1 in nematic
state (ii) finds its spin or its momentum projection M
reversed with respect to the fixed environment. Thisis

because the d vector, which playsthe role of quantiza-
tion axis for the spin of a quasiparticle, rotates by 1
about the vortex. As aconsequence, several phenomena
(e.g., the global Aharonov—-Bohm effect) discussed in
the particle physics literature [16, 17] correspond to
effectsin 3He-A physics[6, 18], which can be extended
to the atomic Bose condensates.

In high T, superconductors with a nontrivial order
parameter, the half-quantum vortex was identified as
being attached to the intersection line of three grain
boundaries[19], as suggested in [20]. ThisN = 1/2 vor-
tex has been observed via the fractional magnetic flux
it generates.

In the spin projection representation, the asymptotic
form of the order parameter in the N = 1/2 vortex in the
nematic phaseis

O

g ®)
0 O
1

This means that the N = 1/2 vortex can be represented
as a vortex in the spin-up component |1L) while the
spin-down component || is vortex-free. Such a repre-
sentation of the half-quantum vortex in terms of the
regular N = 1 vortex in one of the components of the
order parameter also occursin®He-A. The general form
of the order parameter in the half-quantum vortex,
which aso includes the core structure, is

f1(0) = 0O,

0 0

w- U0

g 9 g @)
O fy(r) O

[fa(e0)] = [f5(0)].
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Note that, since the M = 0 component in Eq. (6) is
zero, the half-quantum vortex can aso be generated in
the Bose condensate with two internal degrees of free-
dom explored in [12]. The necessary condition for this
isthat in the equilibrium state of such condensate both
components must be equaly populated. This is
required by the asymptotic form of Eq. (7), where both
components have the same amplitude. If the amplitudes
are not exactly equal, the half-quantum vortex acquires
atail in the form of a domain wall terminating on the
vortex. The same happens in He-A, where the half-
quantum vortex is the termination line of the topologi-
cal soliton.

Equation (6) may suggest a way to generate a half-
guantum vortex in an alkali Bose-Einstein condensate
simply by combining the successful idea [12, 13] for
producing skyrmions with proposal [21] for making
scalar vortices by the effect of light forces. Let us start
from the homogeneous state

o

e

0
ip

W (initial) = f (8)

[ .
I o

e

which corresponds to the phase ® = (a + (3)/2 and the
nematic vector d = X cos(a — B)/2 + §sin(a — B)/2.
A light spot will illuminate the condensate with an

The light should be a short pulse and it should be non-

resonant with the atomic transition frequencies. Simul-

taneously, uniform microwave radiation will penetrate
the condensate. The radiation should be detuned far

from the transition frequency between the spin compo-

nents |1Oand |1 Oof the condensate, such that it only

causes shifts in the relative phases between |t Oand |10
and no population transfer. The light spot will imprint

an optical mask onto the homogeneous microwavefield

due to the optica Stark effect. Therefore, the generated
relative phase shift will follow the half-quantum vortex

drawn by the light spot. Smultaneoudy, the condensate
gainsan overall scalar phasefactor caused by the intensity
kick of the light. This factor should exactly compensate
for the phase mismatch between the components, whichis
left from the optically assisted microwave effect. Of

course, the intengties of light and microwave radiation
should be properly adjusted, but this could be arranged.

In this smple way, an Alice string can be created in a
multicomponent Bose-Einstein condensate of akali

atoms.
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It is shown that the mixed character of spheroidal vibrational modes of semiconductor quantum dots of spher-
ical shape may lead to the appearance of alinein thelow-frequency Raman spectra of nanocrystals whose spec-
tral position isindependent of the average radius of nanocrystalsin the sample over awide range of sizes. This
effect is associated with the rapid saturation of the dispersion dependence for transversal acoustic phonons in
the bulk semiconductor. The maximum radius of quantum dots at which the line indicated aboveis observed in
the spectrum has been estimated. © 2000 MAIK “ Nauka/Interperiodica” .
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In recent years, the physics of semiconductor nano-
heterostructures has developed into an independent
field of investigation in solid-state physics. Quasi-two-
dimensional structures (quantum wells) based on cubic
semiconductors, which possess lower symmetry than
the bulk crystal, are the best understood objects in this
field. The reduction of symmetry in low-dimensional
systems results in the degenerate states of heavy and
light holes at the top of the valence band (the ™ point of
the Brillouin zone) becoming split upon size quantiza-
tion. Asaconsequence, two sets of size-quantization lev-
els (and related subbands) arise, which correspond to
heavy and light holes at the wave vector in the plane of
layers equal to zero. A different situation is observed in
guantum dots of spherical shape (nanocrystals). These
objects possess the same symmetry as the bulk semicon-
ductor. Therefore, the size-quantization levels generaly
correspond to mixed states with contributions from both
heavy and light holes [1, 2]. The spatial confinement
similarly affects acoustic phonons as well: so-called
spheroidal vibrational modes arise, which are neither
longitudinal nor transversal, but have a mixed character
(see[3] and referencestherein). At first glance, it seems
that this should not strongly affect the experimentally
observed properties of the system. In fact, the mixed
character of size-quantization hole levels in spherica
nanocrystals affects their energy position, but their
dependence on the nanocrystal radius remains propor-
tional to R2. Analogously, the eigenfrequencies of the
spheroidal vibrational modes of a spherica quantum
dot, as well as the frequencies of the purely longitudi-
nal, totally symmetric mode and the purely transversal,
torsional modes, are inversely proportional to the
radius of the quantum dot. Therefore, the manifestation
of the mixed character of holes and acoustic phononsis
of a quantitative, rather than qualitative, nature. How-
ever, it is not difficult to imagine a situation when the
mixed character of size-quantized particlesis of princi-

pal importance. It is this situation that is accomplished
in naturefor acoustic phononsin spherical CuCl nanoc-
rystals. Inthis case, the transversal component of sphe-
roidal vibrations ensures the high density of size-quan-
tized states at the frequency of the boundary bulk TA
phonons, and the contribution of the longitudinal com-
ponent leads to efficient exciton—phonon interaction.
As aresult, an intense line is observed in the low-fre-
guency Raman spectraat the frequency of the boundary
bulk TA phonons, whose energy position does not

depend on the radius of the quantum dot.> Below, we
will first discuss the peculiarities of the quantization of
acoustic phonons in nanocrystals and the selection
rulesfor low-frequency Raman scattering, and then we
will passto the consideration of the situation character-
istic of CuCl.

Raman scattering by acoustic phonons in nano-
crystals. Low-frequency Raman scattering in semicon-
ductor nanocrystals has been extensively studied in
recent years [3-10]. Generally, one or several narrow
peaks are observed in Raman spectra, whose energy posi-
tion is inversaly proportiona to the average radius of
nanocrystals in the sample. This fact, as was mentioned
above, is a consequence of the size quantization of acous-
tic phonons. Actudly, if a nanocrysta is considered as a
homogeneous elastic sphere, each vibrationa mode can
be associated with a discrete set of eigenfrequencies, the
distance between which is inversaly proportiona to the
sphere radius. A vibration of the sphere is characterized
by the values of the angular momentum (the total angu-
lar momentum of the phonon) and its projection, and,
additionally, it belongs to one of the two types. The tor-
siond vibrations relate to the first type. These vibrations
are purely transversal; that is, the divergence of the dis-
placement vector for these vibrations equals zero. The
vibrations of the second type have come to be known as

LA.l. Ekimov, private communication.
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spheroidal. These vibrations are of amixed nature; that
is, in genera, neither the divergence nor the rotor of the
displacement vector for such vibrations vanishes. Note
that there also exists a degenerate case of spheroidal
vibrations corresponding to the total angular momentum
of the phonon F = 0. These are so-called breathing or
totally symmetric vibrations, which are purely longitu-
dinal.

The selection rules for low-frequency Raman scat-
tering in nanocrystals were discussed in a number of
works [3, 11]. In [3], the processes were considered in
which a quasi-zero-dimensional exciton in the ground
state interacting with acoustic phonons through the
deformation potential served as an intermediate state
for light scattering. It was shown that only scattering
processes with the participation of totally symmetric
phonons are possible when the exciton is formed by an
electron and a hole from simple (twofold spin degener-
ate) bands (I'g x I'; exciton in crystals of the T, class).
If the hole forming the exciton is characterized by the
spinJ=3/2 (Mg x g excitonin crystals of the T, class),
processes with the participation of spheroidal phonons
with the total angular momentum F = 2 are also
allowed. Note that piezoedectric interaction must be
taken into account in polar crystals along with exciton—
phonon interaction through the deformation potential.
However, only the remova of forbiddenness for the
interaction with spheroidal vibrations with the angular
momentum F = 2 will be important in the subsequent
discussion. It has been mentioned above that the suffi-
cient condition for this remova is the occurrence of
interaction through the deformation potential and a
complex structure of the valence band. Therefore, we
will not compare the efficiency of these two mecha
nisms of exciton—phonon interaction.

Because the intermediate state through which Raman
scattering is carried out (quasi-zero-dimensiona exciton)
islocalized within alength of the order of the nanocrystal
radius, phonons with a wavelength of the same order of
magnitude will most efficiently interact with this state.
Therefore, only asmall number of features correspond-
ing to vibrations of a certain symmetry can be observed
in low-frequency Raman spectra.

Thus, narrow lines corresponding to scattering by
spheroidal phonons with the total angular momentum
F =0and F =2 at frequenciesinversely proportional to
the average radius of nanocrystals in the sample must
be observed in low-frequency Raman spectra of semi-
conductor nanocrystals for excitation at a frequency
close to the absorption line associated with the excita-
tion of an exciton with aholewith the spin J = 3/2. Such
spectra were observed in a number of works in which
CdS, CdSe, and CdS,Se, _, dispersed in various glass
matrices were studied [4, 5, 7-10].

The aforesaid is related in full measure only to the
situation when the acoustic phononsin abulk semicon-
ductor are described by alinear dispersion law. A char-
acterigtic feature of bulk CuCl isthe fact that the frequen-

cies of longitudinal acoustic phonons at the boundaries of
the Brillouin zone significantly exceed the frequencies of
transversal acoustic phonons. Thus, at the point X of the
Brillouin zoneat T=4.2 K, Q5(X) =38.6 + 4 cm and
Q A(X) =123 £ 6 cm™ [12]. Moreover, the dispersion
branches of transversal acoustic phonons are saturated
rapidly. In this case, the dispersion dependence for the
LA phonons may be considered linear to agreat degree
of accuracy in the region where the dispersion law for
the bulk TA phonons is strongly nonlinear. The disper-
sion law of the bulk acoustic phonons in CuCl for the
[100], [110], and [111] directionsis givenin [12]. The
dispersion branch corresponding to the TA phonons for
the [100] direction is twofold degenerate and goes to
saturation at the point [E00] where & = 0.4. Below, we
will consider that the phonon spectrum is isotropic and
coincides with the spectrum for the [100] direction.

Quantization of acoustic phonons in CuCl
nanocrystals. Consider how the above peculiarity of
bulk CuCl isformally manifested in the quantization of
phonons in a nanocrystal. The displacement of points
inside a spherical nanocrystal for a spheroidal vibra-
tional mode with the total angular momentum F and its
projection F, can be written as alinear combination of the

longitudind U ¢ (r,t) and the transversal uK,ZFZ(r,t)
solutions [3]:

Ue e (T 1) = AUz (1, 1) + buf’e(r, 9

0 %@/ﬁjpu(qf) + b’\/l_:jF+l(qtr)]Y:zv+FiEFE
(D

- i o D
+[adFie_a@n) =bJF+ Lje_1(@n]YF, é%g

x exp(—iQt) +c.c.,

where Q is the phonon energy, g, and g, are the wave
numbers of the longitudina and the transversal bulk

phonons with the energy Q, Yt, FEFE are spherica

vectors, and j (X) are Bessel spherical functions. The
coefficientsa and b in thislinear combination are deter-
mined from the boundary conditions at r = R. We will
neglect the probability of phonon passage from the
nanocrystal to the surrounding matrix. Then, the vibra-
tional spectrum isdiscrete and the eigenfrequencies are
obtained from the dispersion equation that follows
from the boundary conditions at r = R. From the form
of the displacement given by Eg. (1), it is clear that the
dispersion equation will take the form

e(qR) f(a:R) +9(qR)h(q:R) = 0, %)

where g(x), f(x), g(x), and h(x) are functionsthat depend
on the specific form of the boundary conditions and
oscillate with the characteristic distance between its
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zeros of the order of severa Tt For the boundary condi-
tions corresponding to a sphere with a free surface,
these functionsin the explicit form are given, for exam-
ple, in[6]. If, in some region of frequencies, the depen-
dence q(Q) islinear and the dependence q,(Q) is super-
linear, it is clear that f(q;R) and h(g,R), as functions of
the frequency Q, will oscillate much more frequently
than e(qR) and g(qR), determining the characteristic
distance between the roots of Eq. (2) and, consequently,
between the eigenfrequencies of vibrations. Therefore,
a large number of vibrational levels corresponding to
spheroidal acoustic phonons, in particular, with the
total angular momentum F = 2, will crowd together at
the frequency of the boundary bulk TA phonons. The
number of these levelsis determined by the number of
roots of the dispersion equation (2) that fall within the
saturation region of the dispersion branch of bulk TA
phonons and is approximately equal to N = (1 — §)R/a,
where a is the lattice constant. Hence, a line must be
observed at this frequency in low-frequency Raman
spectra of nanocrystals for excitation at the absorption
line associated with al ¢ x I'g exciton (Z; , line), and its
intensity must be N times higher compared to the case
of the linear dispersion of bulk TA phonons.

According to [3], the matrix element of the exciton—
phonon interaction through the deformation potential
between the vibrations of the form given by Eq. (1)
(with F = 2) and aquasi-zero-dimensional I'g x g exci-
ton in the spherical approximationis proportional to the

quantity agB,(qR) — +/6bgC,(¢R), where B,(x) and
C,(X) are functions determined in [3]. These functions
differ significantly from zero at the values of x smaller
than, or of the order of, several 1t Thelast circumstance
reflects the fact that phonons with a wavelength of the
order of the diameter of the quantum dot interact with
an exciton localized within the quantum dot most effi-
ciently. At the frequency of the boundary bulk TA
phonons Q,, g; ~ Tva. Therefore, R~ 1TiR/a > 1tand the
contribution from the transversal component of the
spheroidal vibration to the exciton—phonon interaction
can be neglected. Inthiscase, g ~ Qy/c,, where ¢, isthe
longitudinal sound velocity. Therefore, the value of R,
at which the value of QyRy/c; becomes of the order of
several Ttdetermines the maximum radius of the nano-
crystal for which the line at the frequency Q, is still
present in the Iow-fre%uency Raman spectrum. An esti-
mation gives R, ~ 50 A.

It isimportant to note that the existence of alinein
the low-frequency Raman spectra that does not depend
on the average radius of nanocrystals is due to the
mixed character of spheroidal vibrationswith the angu-
lar momentum F = 2. Actualy, if these vibrations had
no longitudinal component, they would scarcely inter-
act with a quasi-zero-dimensional exciton and would
not be observed in Raman scattering. At the sametime,
the absence of the longitudinal component would lead
to the fact that the lines at frequenciesin the vicinity of
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Q, could not be distinguished from the lines corre-
sponding to size-quantized vibrations with frequen-
cies inversely proportiona to the average radius of
nanocrystals in the sample.

Thus, we showed that, because of the mixed charac-
ter of spheroida vibrations, an intense line must be
observed in the low-frequency Raman spectra of spher-
ical CuCl nanocrystals. Thisline islocated at the satura
tion frequency of the dispersion dependence of transversal
acoustic phononsin the bulk semiconductor. The longitu-
dinal component of spheroida vibrations ensures the effi-
ciency of exciton—phonon interaction, and the transversal
component providesfor thelarge density of statesat the
saturation frequency. We emphasi ze that the occurrence
of a line in the spectrum whose position does not
depend on the average radius of nanocrystals over a
wide size range is rather untypical for quasi-zero-
dimensional systems. Actualy, the size-quantization
effect is usually manifested as a strong dependence of
all the characteristic energies of the system on the size
of the object. Thus, the dependence E 0 R isobserved
for the eigenfrequencies of acoustic vibrationsin spher-
ical nanocrystals, the dependence E 0 R? is observed
for the size-quantization levels of carriers (excitons),
and even the dependence E O R is observed for the
exchange splitting of excitonic levels[13, 14]. We note
in conclusion that, along with the line described above,
lines from unmixed phonon modeswith F = 0 and from
mixed phonon modes with F = 2 can be observed
experimentally at frequencies at which both the dis-
persion branches of acoustic phononsin the bulk semi-
conductor arelinear. The position of al theselines must
be inversely proportional to the average radius of
nanocrystals in the sample.
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Theintegral electron density of states at the Fermi level in carbon multilayer nanotubes, which belong to quasi-one-
dimensiona systems, has been cal culated within the tight-binding approximation. It isshown that the density-of -state
functions for nanotubes with 20 or more layers and for quasi-two-dimensiona graphites virtually coincide. This
agreement explainsthe successful application of the band theory of quasi-two-dimensional graphiteto the description
of magnetic properties of nanotubes over awide temperature range. © 2000 MAIK “ Nauka/ Interperiodica” .

PACS numbers: 73.20.—; 71.24.+q

Carbon nanotubes consist of coiled graphene layers
and represent hollow seamless cylinders of nanometer
diameter and several micrometers in length [1]. The
symmetry type, diameter, and electronic structure of
one-layer nanotubes are ailmost fully characterized by
integer indices (n, m) uniquely related to the unit cell
parameters of the tube [2—4]. It was shown by theoreti-
cal calculations that, depending on the indices (n, m),
one-layer nanotubes can be both metals and semicon-
ductors. If thevalue of qintherelationship 2n+ m= 3q
equals an integer number, the one-layer nanotubes
belong to metals; otherwise, the tubes are semiconduc-
tors [5—7]. With increasing n and m, the diameter of a
one-layer nanotube grows and the band gap decreases
in inverse proportion to its diameter. At the same time,
having virtudly equal diameters (d, = 1.36 nm), an (11, 9)
tube has an interband gap of 0.62 eV, whereas a (10, 10)
tubeisametal.

Recently, considerable progress has been achieved
in obtaining and experimentally studying one-layer
nanotubes. However, the majority of the nanotubes
obtained in amounts sufficient for their investigation
and application belong to multilayer nanotubes. In mul-
tilayer nanotubes, the cylinders are coaxialy inserted
into each other, three-dimensional order is lacking
because of the steric constraints on the neighboring lay-
ers, and the interlayer distance (=0.344 nm) is larger
than in the graphite crystal (0.3354 nm). Extensive
investigations of multilayer nanotubes showed that they
possess interesting electrical and magnetic properties
promising for applications. In particular, it was experi-
mentally shown in [8-12] that the orientationally aver-
aged magnetic susceptibility of some multilayer nano-
tubes is no lower than that of graphite and is exceeded
only by that of superconductors. At the same time, a
satisfactory explanation was provided neither for the
absolute value nor for the temperature dependence of
the diamagnetic susceptibility of the multilayer nano-

tubes studied [8-12]. Thiswas evidently dueto difficul-
ties associated with choosing a suitable band model.

The first theoretical estimates of the magnetic sus-
ceptibility were made for one-layer nanotubes [13, 14].
It wasfound that their susceptibility dependsintricately
on the diameter and chirality and on the magnetic field
strength. However, the main conclusion of [13, 14] was
that one-layer nanotubes must be diamagnets, and thedia
magnetic susceptibility perpendicular to the tube axis
must be higher than that along the axis. However, it was
stated in [15] that the diamagnetic susceptibility compo-
nent along a nanotube could be dominant because of ring
currents around the belts of the one-layer nanotube.
Unfortunately, in order to compare particular estimates
with experimental data, the number of one-layer nano-
tubes with the same structure must be sufficient for
measurements, which cannot as yet be accomplished in
practice.

As to multilayer nanotubes, it was shown only
rather recently in [16-18] that the quasi-two-dimen-
sional graphite band model [19], which had been devel-
oped previoudly to explain the electronic properties of
graphites with aturbostratic structure, could be formally
used for the description of diamagnetism, g factor, and
spin paramagnetic susceptibility of current carriers in
multilayer nanotubes over a wide temperature range.
Thismodel aso turned out to be useful both for treating
the magnetic properties of graphite clusters [20] and for
understanding the published measurements of the dia-
magnetic susceptibility of multilayer nanotubes[8-12].

Asarule, the band theory of quasi-two-dimensional
graphite was successfully used for treating the elec-
tronic properties of many carbon materialswith adistinct
two-dimensional graphite structure of a planar type.
Because typicd multilayer nanotubes 10-30 nm in diam-
eter are considered to be quasi-one-dimensional objects,
the applicability of the quasi-two-dimensiona graphite
modd to these systems must be confirmed by relatively
independent theoretical estimates. In this connection,
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Fig. 1. Density of states p(E) for (a) 5-layer and (b) 20-layer nanotubes in comparison with the function p(E) for two-dimensional

graphite (dashed lines).

this work was devoted to calculations of the integral
electron density of states for multilayer nanotubes at the
Fermi level, which coincides with the region where the
va ence and conduction bands touch each other. Thetight-
binding approximation, which was repeatedly applied
to studying one-layer nanotubes [5—7], was used in the
calculations.

The energy spectrum of 1t electrons of a one-layer
(n, m) nanotube without regard to the curvature of the
surface takes the form [7]

E(k k,) = +yorL + 4cos[37a°(kycose + kxsine)}
0

x cos[“—/_:—ngl—O (k,sin6 -k, cose)} (1)
12
+ 4cosz[fi;°(kysin6 - kxcose)} il
O

where the y and x axes are directed, respectively,
along the axis and the perimeter of the tube. The
quasi-continuous wave vector k, scans the values k, <

Tr/aOA/B(p2 + q2 + pq) in the first Brillouin zone, and

the discrete wave vector k, = 21l/ag/3(n’ + m? + nm)

numbers the branches of the spectrum. Here, J = 1,
2, ...N/2, N is the number of atomsin the unit cell and
a, is the distance between the neighboring atomsin the
layer (0.142 nm). The parameters (p, g) of the primitive
tranglation vector along the tube axis are found as the
least integer numbers obeying the condition p(2n + m) +
g(2m+ n) = 0. The parameter y, is defined by the inter-
action of Tt electrons of the nearest neighboring atoms
in the layer (=3 eV). The angle 0 characterizes the
chirality of aone-layer nanotube and is found from the

relationship 6 = tan™ (3"’m/ (m+ 2n)).

Because one-layer nanotubes are quasi-one-dimen-
sional objects, their density of states has singularitiesin

the form of peaks 1/(E — Ey)Y? and the number of these
singularities equals the number of spectrum branches.
If the interlayer interaction is neglected, the density of
states for amultilayer nanotube is a sum of the density
of states over all the tubes taken with the corresponding
normalization factors. The neglect of the interlayer
interaction is fully justified, because it is two orders of
magnitude smaller than y, and only dlightly changesthe
electronic spectrum of each tube. Thisis confirmed by
the results of numerical calculations of the electronic
spectrum for two- and three-layer tubeswith allowance
made for the interlayer interaction [5, 21]. Then, the
total density of states will be a function with a quasi-
random distribution of peaks. In real experiments, a
sampl e consists of agreat number of tubes, and the den-
sity of states is averaged over the tubes differing in
diameter and chirality.

Numerical calculations of the density of states were
performed for multilayer nanotubes differing in the
number of layers. The radius of the smallest tube was
taken to be 0.678 nm, which corresponded to a (10, 10)
or (11, 9) tube, and the radius of each subsequent tube
was increased by 0.344 + 0.002 nm. In the calculations,
tubes of any chirality that obeyed this condition were
taken into account. The density of states was calcul ated
from its definition p(E, AE) = (AN/AE)/N, where AN is
the number of states within the energy interval AE and
N isthetotal number of states. For each tube, the vector
k, scans a discrete set of values in the first Brillouin
zone and the corresponding energy levelsare calculated
by Eq. (1). The energy interval under consideration is
divided into intervals AE, and the number of states
within this interval is p(E)NAE. Generally speaking,
AE should be set zero, but the numerical caculation
were performed with AE = 10 meV. The density of
states obtained was the average over the energy interval
AE, and density fluctuations on asmaller scale were not
considered. However, if KT > AE, the fine details of
p(E) are insignificant.

Figure 1 displaysthe energy dependence of the den-
sity of statesin the vicinity of the band touch region for
JETP LETTERS  Vol. 72

No. 2 2000



ELECTRONIC STRUCTURE OF CARBON MULTILAYER NANOTUBES 55

amultilayer nanotube with (a) 5 and (b) 20 cylinders. It
is evident that, in the case of 20-layer tubes (d; = 14 nm),
it virtually coincides with p(E) for two-dimensional
graphite. That is, whereas p(E) of an isolated tube has
one-dimensional singularities, p(E) of a multilayer
nanotube with a large number of layers is an almost
smooth linear function near the band center. As for
guasi-two-dimensional graphite, the density-of-state
function for a multilayer nanotube in the vicinity of a
conical point is approximated well by the linear rela
tionship p(E) = 0.041|E| eV~* atom™. This approxima-
tion is good over a rather wide energy interval (0.5,
+0.5eV).

In perfect quasi-two-dimensiona graphites and multi-
layer nanotubes, the valence band at atemperature T=0
isfully filled and the conduction band is empty; that is,
the Fermi level coincides with the zeroth conical point.
However, similar to impurity boron atoms, the struc-
tural defects inherent in these materials are acceptors
and shift the Fermi level deep into the valence band,
creating extrinsic holes in the graphene layer with a
concentration on the order of 10°-10* cm (depend-
ing on the layer imperfection or the degree of doping).
As arule, the concentrations of holes and defects coin-
cide in these materials, and the defects serve as effec-
tive scattering centers for current carriers and lead to
the broadening of the density of statesin the vicinity of
the conical point and the Fermi level. In the calculation
of magnetic and electrical properties, thisbroadeningis
formally taken into account by introducing an effective
temperature T, = T + 3, where the additional parameter
0 is connected with the extrinsic carrier degeneracy
temperature T, by the relationship = 0.5T, in the case
of linear defects or & = (0.1-0.15)T, if ionized point
defects are predominant [16-19].

Asan example, Fig. 2 shows a comparison between
the measured diamagnetic susceptibilities for multi-
layer nanotubes at 70-900 K and the values calculated
within the quasi-two-dimensional graphite band model.
Nanotubes with an average diameter of =15 nm were
chosen for this study. The multilayer nanotubes were
prepared and characterized by the methods described in
[18]. The diamagnetic susceptibility measurements
were performed at amagnetic field strength of 2-9 kOe
with the use of an electronic microbalance. The mea-
surement error did not exceed 108 emu/g.

It isknown that the diamagnetic susceptibility along
amultilayer nanotube, aswell asaong the graphitelay-
ers, is small and coincides with the atomic susceptibil-
ity of carbon x, =-0.3 x 106 emu/g. Thelarge diamagne-
tism of quasi-two-dimensiona graphites and multilayer
nanotubes is related to the diamagnetic susceptibility
component in the direction perpendicular to the carbon
layers (X3) and is determined by the interband contribu-
tion to the diamagnetic susceptibility of current carri-
ers, which equals X3 —X,. It isimportant to note that the
diamagnetic susceptibility perpendicular to the axis of
a multilayer nanotube equals (X3 + X,)/2; that is, at the
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Fig. 2. Temperature dependence of the diamagnetic suscep-
tibility of current carriersin multilayer nanotubes; the points
arefor the experimental data, and the solid lineisfor thecal-
culation within theframework of the quasi-two-dimensional
graphite band model.

same value of X3, the anisotropy of a multilayer nano-
tube is two times smaller than the anisotropy of quasi-
two-dimensional graphite. Independent of the material
type, the experimental value of X;— X, isfound fromthe
relationship X5 — X5 = 30~ 3x,, Where XLis the orienta
tionally averaged magnetic susceptibility of the sample.

For the chosen tubes, the measured values of X3 —Xa
are presented in Fig. 2 by points. It is evident that the
experimental data are actually approximated well by
the calculated curve obtained within the quasi-two-
dimensional graphite band model with the use of equa-
tions and methods presented in [16, 18, 19]. As for
guasi-two-dimensional graphite, it was assumed in the
calculations of the diamagnetic susceptibility of multi-
layer nanotubes that y, = 3 eV. The extrinsic carrier
degeneracy temperature T, and o were the only fitting
parameters. The value of T, (220 K) corresponds to a
hole concentration of 2.7 x 10'° cm™. The value of
0.5T, found for & points to the linear character of the
layer defects [16-19]. For the same type of defects, the
diamagnetic susceptibility of multilayer nanotubes is
proportional to 1/T,. At low concentrations of defects,
the diamagnetic susceptibility of nanotubes may be
higher than that of quasi-two-dimensional graphite and
can be severa times higher than the diamagnetic sus-
ceptibility of asingle crystal of graphite at low temper-
atures. For high imperfection of the carbon layers, the
diamagnetism of multilayer nanotubes can drop down
to the value of . If the number of layersin multilayer
nanotubes decreases to 57, the diamagnetism of nano-
tubes decreases and quantitative analysis with the use
of the quasi-two-dimensional graphite model becomes
impossible, asit is seen in Fig. 1a. Moreover, the p(E)
function essentially depends on the diameter and
chirality of tubes composing the small-diameter multi-
layer nanotubes.

At the same time, the successful application of the
guasi-two-dimensional graphite band model to multi-
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layer nanotubeswith an average diameter of =14 nmfor
the explanation of diamagnetic susceptibility in this
work and in theworks[16, 18], aswell asfor the expla-
nation of the spin paramagnetism and g factor of cur-
rent carriersin [17], allows the suggestion that the inte-
gral density of statesfor al the layersactually predeter-
mines the magnetic properties of these quasi-one-
dimensional objects. Thejustified use of the quasi-two-
dimensional graphite model significantly facilitates the
process of quantitative description and explanation of
experimental data obtained for multilayer nanotubes.

Thiswork was supported by the Russian Foundation
for Basic Research (project nos. 99-03-32382 and
99-03-33208) and the program “ Fullerenes and Atomic
Clusters’ (project no. 20006).

REFERENCES

. S. lijima, Nature (London) 354, 56 (1991).

R. Saito, M. Fujita, G. Dresselhaus, and M. S. Dressel-
haus, Phys. Rev. B 46, 1804 (1992).

3. J W. Mintmire, B. |. Dunlap, and C. T. White, Phys. Rev.
Lett. 68, 631 (1992).

4. N. Hamada, S. Savada, and A. Oshiyama, Phys. Rev.
Lett. 68, 1579 (1992).

5. M. S. Dresselhaus, G. Dresselhaus, and R. Saito, Carbon
33, 883 (1995).

6. J. W. Mintmireand C. T. White, Carbon 33, 893 (1995).

7. V. F. Lin and Kenneth W.-K. Shung, Phys. Rev. B 51,
7592 (1995).

8. J Heremans, C. H. Olk, and D. T. Morelli, Phys. Rev. B
49, 15122 (1994).

N

9. X. K. Wang, R. P. H. Chang, A. Patashinski, and
J. B. Ketterson, J. Mater. Res. 9, 1578 (1994).

10. A. P. Ramirez, R. C. Haddon, O. Zhou, et al., Science
(Washington, D.C.) 265, 84 (1994).

11. O. Chauvet, L. Forro, W. Basca, et al., Phys. Rev. B 52,
6963 (1995).

12. S. Bandow, J. Appl. Phys. 80, 1020 (1996).

13. R. Saito, G. Dresselhaus, and M. S. Dresselhaus, Phys.
Rev. B 50, 14698 (1994).

14. H. Ajiki and T. Ando, J. Phys. Soc. Jpn. 62, 2470 (1993);
64, 4382 (1995).

15. J. P. Lu, Phys. Rev. Lett. 74, 1123 (1995).

16. A. S. Kotosonov and S. V. Kuvshinnikov, Phys. Lett. A
230, 377 (1997).

17. A. S. Kotosonov and D. V. Shilo, Carbon 36, 1649
(1998).

18. A. S. Kotosonov, Pis ma Zh. Eksp. Teor. Fiz. 70, 468
(1999) [JETP Lett. 70, 476 (1999)]; erratum: Pis ma Zh.
Eksp. Teor. Fiz. 70, 690 (1999) [JETP Lett. 70, 709
(1999)].

19. A. S. Kotosonov, Pisma Zh. Eksp. Teor. Fiz. 43, 30
(1986) [JETP Lett. 43, 37 (1986)]; Zh. Eksp. Teor. Fiz.
93, 1870 (1987) [Sov. Phys. JETP 66, 1068 (1987)]; Fiz.
Tverd. Tela (Leningrad) 33, 2616 (1991) [Sov. Phys.
Solid State 33, 1477 (1991)].

20. O. E. Andersson, B. L. V. Prasad, H. Sato, et al., Phys.
Rev. B 58, 16387 (1998).

21. A. A. Ovchinnikov and V. V. Atrazhev, Fiz. Tverd. Tela
(St. Petersburg) 40, 1950 (1998) [Phys. Solid State 40,
1769 (1998)].

Trandated by A. Bagatur’ yants

JETP LETTERS Vol. 72 No.2 2000



JETP Letters, Vol. 72, No. 2, 2000, pp. 57-61. From Pis ma v Zhurnal Eksperimental’ nor i Teoreticheskor Fiziki, Vol. 72, No. 2, 2000, pp. 81-87.

Original English Text Copyright © 2000 by Gorkunov, Pikin, Haase.

Short-Pitch and Long-Pitch Modesasa Key
for the Under standing of Phase Sequencesand Typesof Ordering
in Antiferroelectric Smectic Liquid Crystalst

M. Gorkunov*, S. Pikin*** and W. Haase**

*Shubnikov Institute of Crystallography, Russian Academy of Sciences, Leninskii pr. 59, Moscow, 117333 Russia
e-mail: gorkunov@ns.crys.ras.ru

**|ngtitut fur Physikalische Chemie Technische Universitat Darmstadt, 64287 Darmstadt, Germany
Received June 2, 2000

A novel theoretical approach is suggested for the description of phase transitions and structures observed in
antiferroel ectric smectic liquid crystals. Allowance is made for two possible types of ordering: short-pitch and
long-pitch helical modes. The thermodynamic behavior of the material is treated as aresult of the competition
between these two modes. The formulated theory reproduces the main features of the experimentally observed
phase sequences and structures, thus explaining their physical nature. © 2000 MAIK “ Nauka/lInterperiodica” .
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1. The main features of phase transitions and macro-
scopic properties of antiferroelectric smectic liquid crys-
tals have been intensively studied during the last decade.
A huge amount of experimental datawasrecently contrib-
uted by the information on the structural details
obtained in the experiments on resonance X-ray scat-
tering [1, 2]. At the same time, there was no theoretical
model, until now, which could describe both phase
sequences and observed structures. Thus, e.g., the so-
caled “Ising-like” model [3] appears to explain the
main features of the phase diagrams, but the predicted
structures of the phases are in great discrepancy with the
X-ray data[4, 5]. Another well-developed model, whichis
usudly referred to as the “XY-mode” [6], involves the
short-pitch helical order, which is much more consistent
with the X-ray data, but the theory seems to be unable to
describe the corresponding phase transitions. There-
fore, a great necessity for an appropriate theory till
exists.

While creating such a theory, one should hope to
explain the main features of the antiferroel ectric smec-
tics behavior in the temperature interval between the
high-temperature nontilted smectic-A* phase and the
low-temperature antiferroel ectric phase (AF, where the
neighboring layers are tilted in opposite directions),
which can be formulated as the following:

—In the racemic mixtures, the phase sequence is
quite simple, and by decreasing the temperature, the A
phase transits to the nontwisted synclinic C phase (all
the molecules there are tilted in the same direction),
while the latter transits to the anticlinic phase (whichis

1This article was submitted by the authors in English.

the nonchiral analogue of the AF phase) at some lower
temperature.

—In the chiral materias, more phases are observable.
They arise in between the phases mentioned above and,
according to the last experimental data, al have hdlica
structures with an extremely short pitch [2].

—The phase that arises between the A* and C*
phases, called usualy the C; phase, has a pitch that

sufficiently changes with temperature, being much
smaller than in the C* phase.

The ferrielectric phases that are located between the
C* and AF phases have a pitch very close to someinte-
ger number of smectic layers. By decreasing the tem-
perature, these phases change each other, so that the
pitch decreases discretely (from 4 layersto 3 layersand
finally to amost 2 layersin the twisted AF phasein the
case observed in[1, 2]).

Below, we present a new approach that seems to
account for al these main features, reproducing the
observed phase sequences and structures. The main idea
is to alow the substance to form two types of helical
structures: a long-pitch helix with optical pitch and a
short-pitch one with a pitch comparable to the smectic
layer thickness. The idea of such an approach was first
formulated in a semiphenomenological way in [4, 5, 7].
Here, we develop the ideain a different manner, taking
into account that the physical background of these two
modes can be connected, e.g., with the fact that inter-
layer interactions, which |ead to the appearance of anti-
ferroelectric order, are likely to be determined by the
interaction between chira tails of the molecules [8].
Then, the molecules in neighboring layers, which are
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arranged tail-to-tail, should tend to form a short-pitch
structure, while the others are likely to form a long-
pitch helix.

2. In generd, the free energy density of the medium
which isableto form both types of order, can bewritten
with two order parameters:

F(BL, 8y = FL(B8) +F{B9 +F 40,89, (1)

where 6, and B¢ are the amplitudes (tilt angles) of the
long-pitch and short-pitch modes, respectively; F, and
Fsarethefree energies of the related individual modes;
and F g is the contribution from the interaction of the
modes. The phases of the system should posses the val -
ues 6, and 65 that minimize Eqg. (1), and we can divide
them into four classes. smectic-A phase, where both
amplitudes are zero; L phases, where only 6, is non-
zero; S-phases, where 85 is nonzero; and LS phases, in
which both types of ordering are present simulta-
neously.

Itisclear from the physical point of view that theLS
phase is hardly probable in our case, at least when the
pitches differ by afew orders of magnitude. Actually, it
can take place, e.g., if the helices unwind each other,
thus forming a common helix. The corresponding elas-
tic energy of this unwinding should make such coexist-
ence thermodynamically unprofitable. In the other
hypothetical case, different areas of the substance can
arrange structures with different pitches, but it would
disturb the orientation (nematic) order within the lay-
ers, thus also being strongly unprofitable.

Therefore, the behavior of the system can be
reduced to the competition between the L and S phases
and the A phase. Then, at a given temperature the phase
with the lowest free energy is stabilized. At tempera-
tures when F| = F, the firgt-order transitions between L
and S phases occur. The closeness of the free energies
should lead to the fluctuative appearance of the absent
order parameter, which will be significant for our fur-
ther consideration.

All intermolecular interactions in smectics can be
divided into two parts. in-layer interactions between
the molecules within the same layer and interlayer
interactions between the molecules from different lay-
ers. We suppose the first ones to be mainly responsible
for the tilting amplitude of the molecules and the
appearance of ferroelectric polarization, while the
interlayer interactions define the orientation of the tilt-
ing in different layers and the formation of the helices.
It isestablished that the tilting amplitude is not affected
by the transitions from one helical phase to another.
Thusit isreasonable to assume that L and S modes dif-
fer only by interlayer contributions, and the in-layer
part for both modes is the same.

In analyzing the interlayer contribution, we will fol-
low the general approach of the XY-model [6],
accounting only for the nearest neighbor interactions. It
is convenient to present the director of the kth layer in

theform n, = n, + ¢, where n, (the same for all layers)
is pardlel to crystalline axis z, and ¢, is the transversal
part (C-director). Then the nonchiral quadratic in the ©
part of the interaction between some nth and (n + 1)th
layersis proportional to

—n’(c, L, . ,) =—6°cosW¥, )

where W is the angle between the C-director of the lay-
ersand the minus sign reflects the fact that the synclinic
ordering is preferable for this term. The chira part
should have the form

N2((Cy X Coy 1) [B) =—B°SiNW, 3)

where the unit vector e points along the z axis in the
direction of increasing layer number.

In addition to this, the specific anticlinic interaction
responsible for the antiferroel ectric ordering should be
added. Following the results for the dipole—dipole
interactions between the chiral tails[8], we assumeit to
have the form 6%cosW, with some positive factor for the
anticlinic order preferable here. Some chiral interaction
like 8*sinW¥ also should exist. We omit the possible
terms with cos2W and sin2¥, because accounting for
them will complicate further cal culations but will bring
nothing qualitatively new. Then the free energy of the
short-pitch mode can be written as

Fo = t02+ %be“s—(v(:osw +asny)el “
+ (U cos¥ —Bsin¥)0s,

where we introduce phenomenological parameters of
the interlayer interaction: V and U for the nonchiral
interaction and o and 3 for the chiral one. Thein-layer
part (the first pair of terms) is written in the ordinary
form, the coefficient b being constant, and t = A(T —Ty)
is the only temperature-dependent coefficient.

In the free energy of the long pitch mode, which can
be constructed in the same way, the anticlinic term
should be absent. Unless a large value of the pitch
means small values of the chiral parameters, we can
neglect them and obtain

F. = 1/2b6} + (t—V)0’, (5)

putting the same parameter of the synclinic interaction V.

3. Minimizing Eq. (5) with respect to 6,, we obtain
that the long-pitch phase can appear when t < V and
then

6l = —£(t-V), FL=-x(-V)"  ©

Minimizing the free energy (4) with respect to ¥, we
obtain the condition

a + B62
tanW = B 2, (7)
V_Ues
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and with such W, the free energy of the S-mode equals
Fo= 1/2bB%+ t03

—2/(V—U8)+ (o + BOY)%.

In the vicinity of the phase transition from the A*
phase, thetilt angleis small and can be neglected under
the square root. Then we obtain the temperature of the
transition from A* phase to S phase, the short-pitch
mode tilt angle, and the free energy of the S phase as

th o= V4o’ 0= -%(t-A/vzmz),
Fs = —i(t—A/v% a?)’.

Comparison of Egs. (6) and (9) gives that in this
temperature range the S phase has lower free energy
and appears first. So far, as one decreases the tempera-
ture, the transition from the A* phase to the S phase
should be observed. We believe this corresponds to the
so-caled A*-C, transition. It has second order, and its
temperature t, _ 5 depends on chirality. According to
Eq. (7), the pitch of the S phase decreases with decreas-

ing temperature (with increasing 83), which is consis-
tent with the results of the X-ray measurements [2].

Thus, in the closest vicinity of the transition point
from the A* phase, the interlayer interactions signifi-
cantly change the behavior of the tilt angle of the
modes, shifting the transition point. With a further
decrease in temperature, one reaches the temperature
rangelt| > V. Here, thisinterlayer contribution to tilting

becomes small. Then we can set 6% = —t/b in Eq. (8)
and obtain the free energy of the S phase as

Fa= g+ bV Uil Bl

In the same approximation, the free energy of the
L-phase equals

(8)

(9)

(10)

2

t
2b+V5

To analyze the phase transitions between the L and S
phases, one should find the temperatures where these
free energies are equal. It happens at temperatures

_b
U2+Bz

F.=- (11)

tS: L= —
(12)

x[UV —aB + 4/ (UV —aB)?—a’(U*+B?)],

the minus sign before the sguare root corresponding to
S — L transition and the plus sign corresponding to
the L —= S transition, as far as the temperature
decreases. Therefore the L phase appearsin the interval
between the temperatures (12). We believe this L phase
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describes the C* phase in the observed phase
sequences. The condition for C* phase appearance can
be obtained as a requirement of the square root’s pres-
encein Eq. (12), and it takes the form

V>a[J1+(B/U)*+B/U]. (13)

As a conseguence of Egs. (12) and (13), we see so far
that the C* phase interval becomes narrower when the
chirality increases and even disappears at large values
of the chiral parameters.

As a result, we find that, by starting from the A*
phase and decreasing the temperature, the transition to
the C, phase at point t,  stakesplacefirst. Afterwards,
the transition to the C* phase appears at temperature
given by Eq. (12) with the minus sign. Finaly, the tran-
sition back to some S phase occurs at temperature (12)
with the plus sign.

4. To analyze the S phase, which occurs below the
C* phase, one should account for the fact that the free
energies of both types of order are very close, differing
only by the contributions from the interlayer interac-
tions. Then the L-order can appear fluctuatively in the
S phase. If the characteristic times of such fluctuations
are longer than the short-pitch helix relaxation times,
then this phenomena is locally similar to the action of
some external vectorlike field on the short-pitch helix
perpendicular to the helical axis.

The free energy of the short-pitch mode (4) under
the action of the external vector field L should include
the field-dependent terms. The interaction of some nth
layer with thefield can be represented asasum of terms
proportional to the powers of the product (L - c,). The
corresponding contribution from all layers to the free
energy density can be reduced to

AFg = %z z ucoslk(Wn+e—9)],  (14)

=1ln=1

where ¢ isthe azimuth angle of thefield, € isthe phase
of the short-pitch helix, and N isamacroscopic number

of smectic layers. The coefficients u, O Lke'; phenom-
enologically characterize the interaction energy.

After the summation over n, Eq. (14) appears to
have asingular dependence on W, being nonzero only if
Y = 2rg/k with integer s and k. After minimization over
the phase €, we obtain it to be equal to ¢ or ¢ + 1Tk,
depending on the sign of the corresponding constant u,
and therefore providing the negative sign of the contri-
bution to the free energy. Then the free energy contains
“locking” terms that make the commensurate structure
profitable. The corresponding full energies of such
commensurate states are, for instance,

- et 0O
" 2p bl’b o‘|:| |U4| (15)
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Reduced free energies of the long-pitch state (f,), incom-
mensurate short-pitch state (fg), and commensurate states
(fry2 and fory3) as functions of the dimensionless tempera-
turet. Phasetransitionsoccur at theintersections of thelow-
est curves. Corresponding phases are indicated underneath.

for the 4-layered structure and

t2

Fos = b )

~ 555U+ B3 + (V=aB) | -[us

for the 3-layered one. The interaction parameters of the
lowest order are presented here, since u, should
decrease ask increases. It isaso clear that these parame-
ters have sufficient temperature dependence, since the
amplitude of L-fluctuations decreases vastly asthe differ-
ence (F_ — Fg) increases. These locking terms make the
commensurate structure profitable compared to the
incommensurate one, as free energies (15) and (16) are
less than incommensurate energy (10) in certain tempera
tureintervals near the points at which W defined by Eq. (7)
iscloseto the values T2 and 2173, respectively.

We can suggest that the ferrielectric-like electroop-
tic behavior occurs as aresult of L-order induction by
the electric field. Thus, following the notations con-
firmed in the literature, we denote our 4-layered phase
as FI1 and the 3-layered one as FI2. Obvioudly, in gen-
eral, such locking occurs every time the ratio W/2m
equals any rational number s/k. The value of the corre-
sponding locking energy then equals |u,], which is com-
parably small at large k, so that the phases with small k
have a much wider temperature range.

At temperatures below the regions of the commen-
surate phases, the incommensurate pitch of the S-struc-
ture is dightly larger than 2-layers, what means that it
correspondsto the twisted antiferroel ectric phase. With
a further temperature decrease, the short pitch aso
decreases, approaching 2-layers asymptotically. This
means that, effectively, the pitch of the AF phase twist-

ing increases as the temperature goes down, which was
clearly seen experimentally by means of optical selec-
tivereflections [9, 10]. The twisting sign of the antifer-
roelectric helix is opposite compared to the ferroelec-
tric one.

To analyzethe phase sequence, it isconvenient to com-
pare the reduced dimensionless free energies f = (F +
t2/2b)/\V82. Thus, for the L phase this reduced energy
equals f, = —1; the reduced energies of the commensu-
rate states f,;, and f,y3, according to Egs. (15), (16),
possess almost linear temperature dependence, as only
the locking terms give small nonlinear contributions.
The corresponding analysis of the phase sequence is
illustrated in the figure, where the typical reduced free
energies of the states are presented as functions of the
dimensionless temperature T = tU/bV. The system fol-
lows the lowest possible curve, and the transitions
occur at intersection points. The arising phasesareindi-
cated underneath.

The small incommensurahility of the FI phases that
was observed in the X-ray experiments can arise due to
the twisting of the L-field. The finite size of the fluctu-
ating areas should widen the &-function-like depen-
dence of the Eq. (14), making it Lorentzian-like. This
can a'so giveriseto theincommensurability, which will
be temperature-dependent in this case.

5. Our approach reproduces the main features of
phase segquences and structures observed in antiferro-
electric smectics. It can also be used for the description
of nonchiral (racemic) mixtures. Aswe set a and (3 to
zero values, the S-state describes synclinic order above
the temperature t = —bV/U and anticlinic order below it.
From Egs. (9), (12), it follows that in a racemate the
temperature range of the C, phase vanishes completely
and the A phase transits directly to the C phase. The
transition to the S phase given by Eq. (12) then happens
at the point t = —=2bV/U, i.e, at the point where the S
mode already forms an anticlinic structure. So far, the
last transition corresponds to the C-AF onein the race-
mate.

Asaconclusion, we can make some estimations of the
involved parameters for the substance 100TBBB1M?7,
which was thoroughly studied by both X-ray [2] and opti-
ca [11] techniques. As was found, the S-pitch in the C,
phase in this compound varies monoctonically from
about 8 layers close to the A* phase up to 5 layers near
the C* phase. The 8-layer periodicity means the value
Y = 14 when 65 — 0, and according to Eq. (7), it
yieldsV = a. Sofar, for the S-modethe chiral interlayer
interactions in this case are of the same order as the
nonchiral ones. Certainly, it does not necessarily mean
that the substance possesses anomaloudly high chiral-
ity. It is more likely to be the conseguence of the low
value of the parameter V, which can betreated asaresult
of some anticlinic contribution to the corresponding
quadratic in 6 termin Eq. (4).

For V= a, our approach predicts the narrow temper-
ature range of the C* phase, whichisconsistent with the

JETP LETTERS  Vol. 72

No. 2 2000



SHORT-PITCH AND LONG-PITCH MODES 61

observed phase sequence [2, 11], where this range is
only about 1°C. From its low temperature side, the C*
phase bounds the 4-layered Fl 1-phase. Unlessthe latter
appears hear the temperature for which the incommen-
surate S-pitch equals 4 layers, above the upper edge of
the C* phasethispitch should bedightly larger, i.e., about
5 layers. Thisisconsigtent with the 5-layer structure of the
C, phase observed before the transition to C*.

Obviously, to fit the whol e phase sequence one must
know the temperature behavior of the locking parame-
ters u,. These parameters must decrease strongly as the
difference (F_ —Fg) grows, being larger near the L-S-tran-
sition point. This meansthat the locking in the FI 1 phase,
which neighbors the L-phase, is stronger than that in
the FI2 phase. That is why the temperature interval of
the FI2 phase is smaller. This can also explain why the
structure of the FI1 phase israther well stabilized com-
pared to the FI 2 structure, which is quite unstable, giv-
ing the low-accuracy experimental data.
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Low-frequency (3—120 cm™) Raman scattering in the orientationally disordered phase and the photopolymer-
ized state of fullerite wasinvestigated. Experimental data suggest that, by analogy with scattering in disordered
media (glasses), the low-frequency spectra can be described in terms of scattering by the localized vibrational

states. © 2000 MAIK * Nauka/Interperiodica” .
PACS numbers: 61.48.+c; 78.30.Na; 63.20.—€

A molecular crystal composed of fullerene mole-
cules Cg, (fullerite) isarather unusual object for solid-
state physics. At room temperature, fulleriteisaspecial
case of plastic crystals. The fullerene molecules
undergo rotation in the fcc lattice sites. The sphericity
of the molecule and the weak intermolecular interac-
tion differentiate fullerite from the majority of other
plastic crystals, where the molecules tend to be planar
and the intermolecular interaction is strongly anisotro-
pic. The specific features of fullerite have generated
great scientific interest in it, both as an object for fun-
damental research and in the search for unusual proper-
ties that can find technological uses.

Raman scattering is widely used in studying fuller-
ite. However, most Raman studies were aimed at inves-
tigating the intramolecular vibrations with frequencies
higher than 100 cm™ (see eg., [1, 2]). The works
devoted to low-frequency (<100 cm™) Raman studies
of fullerite are, in fact, lacking. The study of low-fre-
quency Raman scattering in plagtic crystals with unusual
properties, to which fullerite belongs, is a highly topica
problem and of interest for the understanding of its vibra-
tiona and relaxation dynamics. In [3], the low-frequency
Raman spectra of crystalline Cg, were examined to reveal
the librational modesin the orientationally ordered fuller-
ite phase (T < 260 K). The spectrum of orientationally
disordered fullerite was treated in [3] as a “Lorentzian
background, indicative of scattering dueto theisotropic
rotation of the Cq, molecules” However, it is shown
below that this interpretation of the Raman spectra is
contradictory to the NMR data.

It is the purpose of this work to elucidate the origin
of the low-frequency Raman spectrum of a high-tem-
perature fullerite phase. Low-frequency (3-120 cm™)

Raman scattering in fullerite is experimentally studied
for the orientationally disordered phase and the photo-
polymerized state. The low-frequency Raman spectrum
is interpreted as a spectrum caused by scattering from
the localized vibrational states, by analogy with the
scattering in disordered media; and it is shown that this
spectrum is not associated with scattering by the rota-
tions of the Cg, molecules.

We studied polycrystalline Cg, films with surfaces
of good optical quality fabricated at the Institute of
Organic Chemistry, Siberian Division, Russian Acad-
emy of Sciences. The Raman spectra were measured
for samples placed in a vacuum chamber. The spectra
were recorded on a U1000 spectrometer with excitation
by the 514-nm argon laser line. The spectra were
recorded in a 90°-scattering scheme (for exterior
angle), and the electric field vector lay in the plane of
incidence. Grazing incidence of laser radiation on the
films was used (~80° from the normal to the surface).
The typica dit width of the spectrometer was 1.5 e,
The spectral ranges 3-120 cm™ and 1100-1600 cm™
were examined.

It is known that illumination of the Cg, crystal by a
wavelength shorter than 650 nm can induce photopoly-
merization in a sample. The photopolymerization rate
strongly depends on the intensity of the irradiating
light. In the Raman scattering experiments, the sample
state can be monitored by the Raman spectra in the
range 1400-1500 cm, because the initial Cg, is char-
acterized by a peak at 1470 cmrt, while the photopoly-
merized sample shows a maximum at 1460 cm™ [4].
Possible photopolymerization during the course of the
experiment was monitored by recording the high-fre-
quency spectra (1440-1480 cm™) before and after the
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Fig. 1. (8) Low-frequency and (b) high-frequency spectra. Solid lineisfor the fullerite, and circles are for the PP fullerite. The thin
linein Fig. 1a corresponds to the instrumental contour of elastic light scattering.

low-frequency Raman spectra were measured. We
found that no detectable phototransformation occurs
while measuring the low-frequency spectra at a low
excitation level (~1 W/cnm?). In what follows, by the
term “fullerite” we mean a sample measured at low
laser intensity, as distinct from the photopolymerized
(PP) fullerites, i.e., samples obtained after prolonged
illumination with intensity > 10 W/cn?.

Figure 1 showsthe low- and high-frequency spectra
of the fullerite and the PP fullerite. The spectrometer
background caused by elastic scattering of laser radia-
tion from a rough surface is shown in the same figure.
The spectraare normalized to the scattering intensity at
3 cm, where the contribution from the instrumental
wing of the elastic line dominates in all spectra. It is
seen from acomparison of the “spectrum” of the elastic
line with the film spectra that the experimental data are
trustworthy starting at frequencies near 5 cmr™. Fig. 1
alows the conclusion to be drawn that, in addition to
the changes in the high-frequency Raman spectrum,
photopolymerization also induces changes in the low-
frequency spectrum. (This fact was aso used for mon-
itoring the absence of photopolymerization during the
accumulation of the low-frequency spectra).

The photopolymerization process is accompanied
by linking of the fullerene molecules by covalent bonds
in random directions. Because of the disorder in the
polymerizing covalent bonds between the fullerene
molecules, one can expect that the low-frequency spec-
trum of the PP fullerite resembles, in many respects, the
spectra of amorphous polymers.
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The low-frequency Raman spectra in Fig. 2 are
given in the so- called reduced representation as func-
tions of the reduced intensity I = I/(n + 1), where | is
the Raman intensity, n = 1/exp(hw/KT) is the Bose fac-
tor, and wisthe change in the scattered light frequency.
For comparison, the spectrum of poly(methyl meth-
acrylate) (PMMA, taken from [5]) isalso shownin Fig. 2.
This spectrum was normalized to the frequency of a
maximum in the spectrum of the PP fullerite, for which
reason it was compressed by afactor of 3.2. The spectra
of the amorphous polymer and the PP fullerite show a
good qualitative similarity. The maximum in the
reduced spectrum of a polymer usually corresponds to
the edge of its acoustic spectrum. The edge of the
acoustic spectrum of a polymer is determined by the
localization of vibrational excitations on the mono-
mers. When the spectrum of the PP fullerite is consid-
ered as a full analogue to the spectra of classical poly-
mers, an independent estimate can be obtained of how
many times the experimental spectrum of PMMA
should be compressed for the maxima of the reduced
PMMA spectra and the spectrum of the PP fullerene to
coincide. The size of amonomer in the PP fullerite can
be estimated as a distance of ~1 nm to the nearest
neighbor in the fcc lattice, while the size of the PMMA
monomer along the polymer chainis~0.31 nm; thelon-
gitudinal and transverse sound velocitiesin fullerite are
3.3and 1.7 km/s, respectively [6], and coincide with the
sound velocity in PMMA. From these data, it is
expected that the compression factor is approximately 3,
in nice agreement with the factor used in Fig. 2. There-
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Fig. 2. Reduced low-frequency spectrum Ig = I/(n + 1).
Solid line is for the fullerite, and circles are for the PP ful-
lerite. Dotted line correspondsto the PMMA spectrum com-
pressed by afactor of 3.2.

fore, apart from the qualitative correlation between the
spectra, there is agood quantitative agreement between
the edge of the acoustic spectrum in the PP fullerite and
aconventional polymer. Thisresult isnontrivial, because
conventional polymers are amorphous, whereas the cen-
ters of the moleculesin the PP fullerite are positioned in
the lattice sites.

Whereas the interpretation of the low-frequency
Raman spectrum of PP fullerite has a good intuitive
basis, the origin of the low-frequency spectrum in ful-
leriteisless clear. It was suggested in [3] that the low-
frequency Raman spectrum of fulleriteisdueto scatter-
ing by the isotropically rotating Cg, molecules. In this
case, the intensity maximum is determined by the
molecular rotation time. In [7], the reorientation
dynamics of molecules in the fullerite were measured
by the NMR technique. The value of T = 12 ps obtained
for the reorientation time [in the expression F(t) O
exp(t/T) for the reorientational correlation function] at
room temperature corresponds to an intensity maxi-
mum at 0.44 cm*. A comparison of the intensity max-
imumin Fig. 2with the NMR dataindicatesthat molec-
ular rotation cannot be responsible for the low-fre-
guency spectrum in the frequency range of interest.
Additional information can be obtained from an analy-
sis of the spectral shape for the reduced intensity. For
scattering by rotating molecules, the spectrum should
be described by the reduced Lorentzian contour Iz O
/(1 + (wly)?) with amaximum at y. The experimental
spectrum is compared with the Lorentzian contour in
Fig. 3. The discrepancy between the experimental spec-
trum and the analytical curveis clearly seen. The spec-
trum measured in [3] at atemperature of 259 K is also
shownin Fig. 3 (for convenience, itisnormalized to the
maximum frequency). It is clear from Fig. 3 that the
data in [3] are also contradictory to the Lorentzian
description of the spectrum. Moreover, the fact that the
high-frequency portion of the spectrum in Fig. 3
decreases faster than the Lorentzian curve alows the

—_—

Reduced intensity

100

Frequency (cm_ )

Fig. 3. Reduced low-frequency spectrum of the fullerite at
room temperature (solid line). Triangles are for the spec-
trumat T=259 K (from [3]). Dotted lineis for the reduced
Lorentzian contour.

conclusion to be drawn that the experimental spectrum
can be described by none of the relaxation time distri-
butions. This follows from the fact that each relaxation
time generates a Lorentzian contour, while their sum
cannot decrease with frequency faster than each one of
them.

An dternative explanation for the low-frequency
spectrum consists in its interpretation as a vibrational
spectrum of a disordered medium (the so-called boson
peak [8]). The low-frequency spectra of disordered
media are characterized by an excess of the density of
vibrational states. Raman scattering from acoustic
modesisalowed in disordered mediabecause of vibra-
tion localization on ananometer scale[8]. The Shuker—
Gammon formula[9] relates the density g(w) of vibra-
tional states in a disordered medium to the Raman
intensity through the coupling coefficient C(w):

_ n+1
H(w) = Cle)g(w)—=

The frequency dependence of C(w) can be deter-
mined from a comparison of the density of vibrational
states with the Raman spectra. For the vibrationa states
in glasses, it depends linearly on frequency [10].

The coupling coefficient C(w) for fullerite isillus-
trated in Fig. 4. It was obtained from the comparison of
the Raman spectrawith the data on the density of vibra-
tional states measured in [11] by inelastic neutron scat-
tering. One can see in Fig. 4 that the coupling coeffi-
cient is far from being constant, as is expected for the
relaxational spectrum (see, e.g., [12]), but can be fitted
by alinear law, as in ordinary glasses [10]. Thus, the
frequency behavior of C(w) is also evidence that the
low-frequency Raman spectra observed for fullerite are
due to scattering by vibrational excitations following
the pattern seen in inelastic light scattering in disor-
dered media (glasses).

Let us now discuss the origin of the low-frequency
Raman spectrum in fullerite. It is formed in circum-
JETP LETTERS  Vol. 72

No. 2 2000
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Fig. 4. The C(w) coefficient and its linear approximation.

stances where the characteristic times of molecular
rotation are appreciably longer than the period of
acoustic vibrations (asfollows from the NMR data; see
above). In such a situation, an acoustic phonon propa-
gates through a medium with the “frozen” random
mutual orientations of fullerene molecules. The inter-
action energy of the neighboring molecules strongly
depends on the mutual orientation, leading to large
local fluctuations of the elastic constants. It was
recently shown [13] by numerical simulation that the
scatter of the elastic constants of intermolecular inter-
action gives rise to a boson peak even if the atomic
positions are ordered in acrystal. Our data can be con-
sidered as an experimental implementation of such a
possibility. The distinguishing feature of fulleriteisthat
the fluctuations of the el astic constants are dynamic and
disappear upon time averaging.

In summary, the low-frequency Raman spectra of
fullerite in its orientationally disordered phase and the
photopolymerized state are experimentally studied in
thiswork. The analysis has shown that these spectraare
not purely relaxational and, moreover, cannot be ratio-
nalized in terms of light scattering by isotropic molec-
ular rotations. The low-frequency spectra are inter-
preted as being due to scattering by the vibrational
states in media that are inhomogeneous on the nanom-
eter scale, by analogy with the low-frequency scatter-
ing in glasses. The spectrum of the photopolymerized
fullerite is shown to qualitatively correspond to the

JETP LETTERS Vol. 72 No.2 2000

spectra of conventional polymers, and quantitative
agreement is obtained between the positions of the
edges of acoustic spectrain these media.

We are grateful to A.V. Okotrub and Yu.V. Shevtsov
for the preparation of the fullerite films used in this
work. This work was supported by the program
“Fullerenes and Atomic Clusters’ (project no. 5-4-99),
the Russian Foundation for Basic Research (project
no. 99-02-16697), and the grant of the Siberian Divi-
sion of Russian Academy of Sciences for young scien-
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The Ginzburg—L andau theory is used to calculate perturbatively the influence of stochastic inhomogeneities on
the smearing of the specific heat jump in three-dimensional superconductors. The small-scale and large-scale
(compared to the correlation length) inhomogeneities are simultaneously taken into account to derive afinite
and continuous (in the vicinity of T.) expression for the temperature dependence of the superconductor specific

heat. © 2000 MAIK “ Nauka/Interperiodica” .
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1. Thetransition of ideal homogeneous metalsto the
superconducting state is accompanied by a sharp [ver-
tical in the C(T) graph] jump in specific heat. In the
presence of inhomogeneities, the jump is smeared out
[1, 2]. The investigations of strongly anisotropic and
unconventional high-T, and heavy-fermion supercon-
ductors have renewed interest in the description of
jump smearing [3, 4]. Thiswork was stimulated by the
experimental study of the influence of defects on the
sharpness of the superconducting transition in the
heavy-fermion UPt; compound [5, 6]. The magnetic
and nonmagnetic impurities both reduce the supercon-
ducting transition temperature T, in compounds with
unconventional pairing, with the T, decrease being pro-
portional to the impurity concentration [7]. The spatia
fluctuations of the impurity concentration give riseto a
change in the locd transition temperature T(r). The
influence of these fluctuations on the temperature depen-
dence of the specific heat near T, depends on whether the
fluctuations of T(r) are large- or small-scale compared
to the correlation length &(T). As T — T, the correla-
tion length § — . The temperature fluctuation
amplitude T is the natural cutoff parameter, and the
fluctuations can be considered large-scale if their spa-
tial scaleislarger than &(OT). Thelarge-scale variations
may be due, in particular, to the macroscopic inhomo-
geneity of asample. In what follows, it is assumed that
there are no such inhomogeneitiesin the samples.

The small-scale fluctuations introduce a correction
term into the expression for specific heat at T < T,.
Since this term divergesas T — T, [1], the formula
derived in [1] can only account for the “tail” of the fluc-
tuation correction to the specific heat at T < T,
Although the asymptotic form of the correction at T >
T.wasfound in[2], theformuladescribing the behavior
of the specific heat in the vicinity of T, and matching
both asymptotic expressions is as yet lacking. In this
work, the influence of both large- and small-scale T(r)

fluctuations on the specific heat near T, is taken into
account for the case when the fluctuations are small.
The C(T) dependence in the three-dimensional caseis
described by a finite and continuous function depend-
ing on the stochastic properties of a random function
T,(r). Note that by T, is meant the average transition
temperature, in the vicinity of which the specific heat
suffers major changes. The true transition temperature
corresponding to the formation, for the first time, of an
infinite cluster of superconducting domainsfalswithin
the “high-temperaturetail” (see[2]). The singularity of
the specific heat at thistemperature cannot be described
within the framework of perturbation theory.

2. To simplify the treatment, let us consider a super-
conductor with a one-component order parameter. The
starting mathematics for this caseis aslightly modified
copy of an appropriate part of [1]. The Ginzburg—Lan-
dau functional iswritten as

ar-om 1
FamFo = VG100 + 3810l ol [Tiav, (0

where v is the density of states. The jump in specific
heat per unit volumeis expressed through the derivative
of the average order parameter

—c = v 9 A awras
C,—-C, = VaT[VINJl dvg. 2

The smearing of the specific heat jump is mainly due to
the fluctuations of the coefficient of |YF in expansion
(2). This coefficient can conveniently be written as

T-T. _T-0O00, Or O—T(r)
T T T

where [T.[is the mean transition temperature and {(r)
is a random function belonging to the ensemble with

=T+, (3
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[d(r)E= 0 and the correlation function
Qr—r’) = (r)¢(r)Q 4

In this equation and in what follows, the angular brack-
ets stand for the ensemble averages. In the notations
adopted, the Ginzburg—Landau eguation for the func-
tional (1) iswritten as

T+ BY|Y|* - O(cOy) = —(r)y. (5)

The @ function is assumed to be real in the absence of
amagnetic field. The spatially inhomogeneous solution
arises because of the random field (r), which is taken
to beasmall perturbation (the appropriate criterion will
be formulated later). The spatial scale of the {(r) field
ison the order of &, =% V;/T.. To first order in {(r), the
scale of the additional term in the expression for the
order parameter isthe same. The spectral density of the
{(r) fluctuation in the k space rapidly decreases with a
decreaseink (increasein the spatial scale). Simple esti-
mation shows that the first-order corrections can be
considered small-scale over the whole temperature
range, except in a negligibly small vicinity of T.. The
second-order corrections contain a sizable large-scale
component because of the compensation for the spatia
dependencein the products of Fourier componentswith
opposite wave vectors. With these large-scale correc-
tionsin mind, let usintroduce the characteristic scale ©
for jump smearing caused by large-scale corrections

and the corresponding spatial scale &, = £,/./6. The
sample size L is assumed to be large enough for the
condition &, << &g < L to be satisfied. The relation of 6
to the properties of the {(r) function will be clarified in
the course of the calculations. Let us seek the solution

of EQ. (5) intheform Y = @ (1 + X), where the ampli-
tude @ is a smooth function, while the addition x
accounts for the small-scale variations. To make the
separation unequivocal, let us require that X = 0. The
bar stands for averaging over the scale of order &g. To
second order in {(r) and X, EQ. (5) takesthe form

TP(L+X) + BP (1+3x +3X) ®)
—C[PAX + 200X + (1 + X)AP] = —CP(1 +X).
Averaging of Eqg. (6) over the ~¢, scale yields

A = TP +BU(1+3x) + BLOXM). ()

Thelocal transition temperature, defined as the temper-
ature for which = 0, is shifted from its average posi-
tion by (cf. [1])

To = ~(OX(M)]g-0. 8
Settingt =1 -1, in Eq. (7), one can recast it as
CAP = 1+ BI(1+3X%) + (To+ LOXM)T. (9)
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To evaluate {x and )(_2 the equation for the rapidly
varying termslinear in {(r) and x(r),
tx + 3BP°X —cAX = (), (10

should be solved for x(r). This can be done, e.g., by
taking Fourier transforms:

g, = IZ(r)e_ikrd3r; X = IX(r)e_ikrd3r.
Theresultis
_ G«
o= [ (2m)° ok’

To connect 1y with the stochastic properties of the
{(r) ensemble, let us consider the Schrédinger equation
for aparticle with mass m = #2%/2c moving in the poten-

tial Z(r),

(11)

—CAP +{(NY = ey, (12)
and assume that {(r) is a perturbation [8]. The T, shift
coincides, to asign, with theleading correction €, to the
€ =0 eigenvalue. The potential ensemble {(r) generates
“shift density” g(gg) which, by definition, is connected
with the density of states p(€) on the de interval by the
relationship

p(e) = (13)

€

1
mj’ a(gg) /€ — €dEy.
Thisis astandard integral equation for g(g,) = g(x). Its
solution can be written in the form

g(x) = 2mc? ,[ Pz (X) dz (14)

where the prime denotes differentiation. At present, an
extensive literatureis devoted to studying the density of
states for the Schrédinger equation with a random
potential (for bibliography, see [9]). Expression (14)
allows the desired shift density g(x) to be determined
from the known density of states p(€). The Aty interval,
in which the function g(-ty) is essentially nonzero, is
precisely the one that plays the role of jump smearing 6
introduced above. For the other averagesin Eq. (9), one
has

= 2 dk _ &lx :
(2m)°ck’(ck’ - 2t)
dk Ll
I (2m)°(ck?—2t)>
As in [1], one can take advantage of the fast conver-
gence of theintegralsto replace {,{_ by @ = [¢(r)dr,
after which the integrals on the right-hand sides can be

(Nx(r) + 1o =
(15)

X:
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evaluated. For t independent of coordinates, Eq. (9) has
the steady-state solution = 0 and

_t 0 I_® O

BU 8¢ f(—2p)H
at t < 0. For changesint on a scale much larger than &g,
one can neglect the contribution from the “roundings’
occurring for [|y/’dv at the t = O surfaces, and the

solution to Eqg. (9) can ailmost always be approximated
by the indicated steady-state solutions:

P =0a t>0,
Datt<0 (16)

%l 81-[C3/4 «/(_ZD

To calculate the specific heat, one must know L|72 =P’
a+ )(2). Combining Egs. (15) and (16), one gets

P> =0 a t>0,
Jz: t 3344% Eatt<0 (17)
B 411 [(-2t)

The solution for t < 0 coincides with the one previously
obtained by Larkin and Ovchinnikov, with the only dif-
ference that the temperature is now measured from the
local transition temperature t,. Thefinal averaging over
the ensemble or the sample volume is performed with
the g(-t,) density:

+o00

2= jg(—ro)uTZ(r—ro)dro. (18)

After evaluation of the (210t derivative and standard
manipulations, one arrives at the following expression
for the specific heat in the jump smearing zone vs.
reduced temperature T:

C.=C,+ BI%L 2n(20)3’2f%( T—u)du. (19)

The integration with weight g(—t — u) eliminates the
root singularity in the second term under the integral
and makes the expression finite. Equation (19) is the
solution of the stated problem. It expresses the specific
heat as a function of temperature near T, through the
zero Fourier transform ¢, of correlation function (4) and
the g(t) function connected with the density of states
p(€) for random potentia {(r) by relationship (14).

3. When deriving Eq. (19), the random function (r)
was assumed to be asmall perturbation. For thisreason,
the condition for applicability of this formula is

@y/c¥2./8 < 1. With therough estimate 6 ~ 1, this con-

dition reduces to (qy/£5)Y2 < 1. For randomly distrib-
uted impurities, one has

_ 1ﬁchD2-
% = T ann'

Ol\)

where dT./dn is the derivative of the critical tempera-
ture with respect to the concentration of impurities that
suppress superconductivity. As a result, the applicabil-
ity criterion can be written as

AT, 1

Here, AT, isthe impurity-induced decrease in the mean
transition temperature. This criterion is alwaysfulfilled
for unconventional superconductors. The behavior of
the specific heat in the vicinity of T, ismainly governed
by the g(t) function. At T < T, and in the [t| > 0 limit,
Eq. (19) transforms into Eqg. (13) from [1]. The asymp-
totic expression for |t| > 0 a T > T, differsfrom the one

2. 5.2
obtained in [2] by the absence of the Y*/(p?)" multi-
plier. Thisdistinction arises because the jump smearing
in the close vicinity of T, isgoverned by thelarge-scale
fluctuations. The order parameter for such fluctuations
is close to a constant value, while the indicated multi-
plier is close to unity. The main rolein the tail of jump
smearing belongsto fluctuations on the ~¢ scale, so that

L|?/ (L|72)2 is different from unity. Note, however, that

the case in point is only a preexponential factor of the
order of unity.

The generaization of Eq. (19) to the multicompo-
nent order parameter is straightforward, provided that
either there is only a single superconducting phase or
the transitions in different phases are well separated in
temperature. For UPt,;, two closely-spaced transitions
are observed, which merge as the concentration of
defects increases. To describe both jumps self-consis-
tently, it is necessary to include the terms of order |Yf
in functional (1). The lack of such computations ham-
pers the comparison of the formulas obtained in this
work with the available UPt; data.

Themagjor part of thiswork was done at the I nstitute
of the French Comissariat on Atomic Energy in Greno-
ble. | am grateful to J. Flouquet for hospitality and stim-
ulating discussions, to the J. Fourier University for
financial support of my stay in Grenoble, to J.-P. Brison
for collaboration, and to A.l. Larkin and Yu.N. Ovchin-
nikov for discussions and helpful criticism.
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The structural, electrical, and magnetic properties, as well as the magnetoresistance of polycrystalline
MeMn, _,S (Me = Fe and Cr) sulfides were investigated in longitudinal magnetic fields of up to 50 kOe over

the temperature range 4.2—300 K. The ferromagnetic compound Fe Mn, _,S (x = 0.29) exhibits the giant mag-
netoresistance (GMR) effect with magnitude &y = —450% in a field of 30 kOe at 50 K. Antiferromagnetic
Cr,Mn, _,S (x = 0.5) sulfide undergoes atransition to the GMR state (& ~—25% in afield of 30 kOe at 4.2 K)
in the region of antiferromagnet—ferromagnet transition (T, ~ 66 K). A mechanism of the GMR in these com-
poundsis discussed. © 2000 MAIK “ Nauka/Interperiodica” .

PACS numbers; 75.70.Pa; 71.30.+h; 72.80.—r

In spite of agreat body of experimental data on the
giant magnetoresistance (GMR) phenomenon in man-
ganese lanthanide oxides with the perovskite structure,
the mechanism of the GMR effect still remains to be
clarified [1]. That is why a search for, and the study of,
new compounds exhibiting the GMR effect and having
anon-perovskite structureisatopical problem. Earlier [2],
we revealed the GMR €ffect in FeMn,_,S sulfides
derived from manganese monosulfide. The greatest effect
(&, ~—83%) in atransverse magnetic field of 10 kOe was
observed for x = 0.29. This work reports the results of
studying the structural, electrical, magnetic, and magne-
toelectric properties of FeMn,_,S (x = 0.29) and
Cr,Mn, _,S (x = 0.5) sulfides at temperatures of 4.2—
300 K in longitudinal magnetic fields of up to 50 kOe.

Polycrystalline samples of MeMn, _,S (Me = Fe
and Cr) were synthesized from pure elementa chro-
mium, iron, manganese, and sulfur in evacuated quartz
tubes by high-temperature annealing for aweek [2]. X-
ray structural analysis was performed on a DRON-2.0
diffractometer with monochromatic Cu K, radiation in
the temperature range 100-300 K. Electrical resistance
was measured potentiometrically on a direct current
over the temperature range of 4.2-300 K in longitudi-
nal fields H = 0, 2, 10, 30, and 50 kOe. The magnetic
properties were measured on a vibrating-coil magne-
tometer with a superconducting solenoid in magnetic
fields of up to 30 kOe in the range 77-300 K.

According to the X-ray data, the synthesized sam-
ples of Fe, ,0Mngy 1S and Cry sMn, sS are solid solutions
with the NaCl fcc lattice typical of manganese mono-
sulfide [2, 3]. The X-ray patterns of the samples show

three extra lines with 5% relative intensity, indicating
the presence of a possible impurity phase. The fcc lat-
tice parameter of FeMn, _,S (x = 0.29) isa = 5.186 A
at room temperature. The compound undergoes a struc-
tural transition at T, ~ 147 K, similar to that observed
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for manganese monosulfide at 150 K [3]. As the tem-
perature decreases, the | attice parameter first decreases,
next is almost independent of temperature at 120-140 K,
and then shows a tendency to increase below 120 K
(Fig. 1a). An analogous structural transition aso occurs
in the Cr,Mn, _,S (x = 0.5) sulfide near 160 K.

Magnetic measurements showed that the samples
are ferromagnets at temperatures T < 300 K (Me = Fe)
and T < T, =66 K (Me = Cr). The saturation magneti-
zation (H ~ 7-10 kOe) for FeMn,_,S (x = 0.29) is
6.24 emu/g at 300 K. The temperature curves for the
magnetization of the sulfides under study are shown in
Figs. 1b and 3a. Thevalue of p;; « ~ 107 Q cm found for
the resistivity of the samples at 77 K is five orders of
magnitude lower than for a-MnS. The conduction in
the samplesis of the semiconductor type with athermal
hysteresisin zero magnetic field at temperatures below
250K (Fig. 1c).

Figure 2 demonstrates the temperature curves for
the magnetoresistance o, of FeMn; _,S (x = 0.29) in
longitudinal magnetic fields of 10, 30, and 50 kOe. It
was pointed out in [2] that the negative magnetoresis-
tance 9, for this sulfide increases on lowering the tem-
perature below 250 K in afield of 10 kOe and reaches
its maximum value at ~ 160 K. Below 120 K, wherethe
NaCl structure is distorted, the magnetoresistance
changes sign. It was established that the change in sign
of magnetoresistance disappears upon repeated mea-
surementswith the same sample at 120 K. Thisislikely
caused by the hysteresis effects and the magnetic-
induced changes in the state of the samples. After field
removal, the magnetoresistance is lower than itsinitial
(prior to the experiment) valueat T=170K (T >Ty) and
higher at 110 K (T < T)). The resulting 8, value calcu-
lated for fields of 0 and 10 kOe at 170 K is equal to
—70% for the field buildup and to -50% for the field
removal; at 110 K, the corresponding values are +15%
and —127%.

Asthe magnetic field increases to 50 kOe, the nega-
tive magnetoresistance peak shifts to lower tempera-
tures (Fig. 2). At 30 kOe, the negative magnetoresis-
tance 0, reaches a value of —-450% for FeMn, _,S (x =
0.29) at ~50 K. At 50 kOe, this value is—87%.

Figure 3 shows the temperature curves for the mag-
netization (Fig. 3a) and magnetoresistance (Fig. 3b) of
Cr,Mn; _,S (x = 0.5). At 66 K, this sulfide undergoes
the antiferromagnet—ferromagnet transition, whose
nature is caused by the orbital degeneracy of the chro-
mium ions and by the cooperative Jahn—Teller effect.
One can see from Fig. 3 that the transition to the nega-
tive magnetoresistance state occurs in the range of
magnetic transition. The &, value increases with lower-
ing temperature and reaches avalue of ~-25% at 4.2 K
inafield of 30 kOe.

An analysis of the experimental data obtained ear-
lier in [2, 5] indicates that the concentration depen-
dences of the electrical and magnetic properties of the
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solid solutions MeMn; _,S are in many respects simi-
lar to those observed for manganese lanthanides.
Namely, the ferromagnetic properties emerge simulta-
neously with the metallization of the samples; that is,
theMeMn, _,S sampleswith low concentration x < 0.2
are antiferromagnetic semiconductors, whereas the
sampleswith x ~ 0.4-0.6 are ferromagnetic metals. The
GMR effect is most pronounced in the intermediate
compositions preceding the concentration transition to
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the metallic state. It was assumed in [2] that among the
possible GMR mechanisms in iron—manganese sul-
fides, there is a separation of magnetic and electronic
phases, namely, the formation of a system in which the
regions of antiferromagnetic semiconductor and ferro-
magnetic metal coexist. It is established in this work
that the behavior of resistivity and magnetoresistance
of the samples exhibits not only the temperature hyster-
esis but also the magnetic hysteresis. It is well known
that the probability for the hysteretic effectsto occur in
the polycrystalline samples increases because of the
presence of grain boundaries. However, the polycrys-
talline version of the hysteretic effects cannot explain
the strong temperature shift of the magnetoresistance
peak from 160 to 50 K in FeMn, _,S. Since the GMR
effect in MeMn, _,S sulfides is observed in the region
where the cubic lattice is distorted, a more thorough
study of the crystal structure and the nature of the struc-
tural transition is necessary for the elucidation of the
GMR mechanism. It is not improbable that the crystal
structure of sulfides alters under the action of a mag-
netic field and thermocycling, as, e.g., it occursin the
RbDy(WQ,), compound exhibiting the Jahn-Teller
structural transition [6]. It should also be pointed out
that the nature of the structural transition in manganese
monosulfide remains to be explored.

We thank N.V. Volkov for providing an opportunity
to perform experimental measurements. Thiswork was
supported by the Federa program “Integratsiya’
(project no. 69) and the Russian Foundation for Basic
Research-BRFFI (project no. 00-02-81059 Bel2000a).
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Temperature dependences of the resistivity tensor components p,, and p, were measured for Y Ba,CuzO; _, Sin-
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Cuprate high-T, superconductors are strongly aniso-
tropic materials with a clearly defined laminated struc-
ture. The presence of cuprate CuO, planes, which are
responsible, as is customarily believed, for supercon-
ductivity, is the common feature of these compounds.
Although the normal conductivity of cuprate high-T,
superconductors has been intensively studied both
experimentally and theoretically since the very discov-
ery of high-T, superconductivity (HTSC), there is till
much debate over the mechanism of normal conductiv-
ity of these materials.

Within the CuO, layers, the conductivity of the
cuprate HTSC compoundsis metallic, with the resistiv-
ity pap, linearly decreasing with a decrease in tempera-
ture over a wide temperature range. To explain such a
dependence, new particles—holons and spinons—were
introduced into the RVB model [1] and the theory of
marginal Fermi liquid was suggested in [2]. This
dependence can also be successfully explained by the
usual electron—phonon scattering [3].

In the direction perpendicular to the CuO, layers,
the resistivity of YBaCu;O,_, may increase with
decreasing temperature even in the optimally doped
(x=0) samples [4]. As the oxygen concentration
decreases, the p.(T) dependence becomes progressively
steeper with anegative slope over the whole range from
room temperature to T.. Such behavior was originally
explained by the crystal imperfections, namely, by the
effect of semiconducting interlayers or by the disorder
and localization effects in the transverse motion [5].
More recently, several theoretical models were sug-
gested that explained such behavior for perfect crystals.
In the theory of Anderson and Zou [1], the linear term
in the temperature dependence is supplemented by a
contribution proportional to 1/T. The theory of Alexan-
drov and Mott predicts aconsiderably steeper exponen-
tial growth [6, 7]. Intheir theory, the transverse conduc-

tivity is mediated by polarons, whose concentration
exponentially decreases with decreasing temperature
because of polaron binding into bipolarons.

Recently, Abrikosov [8] proposed a new mechanism
for carrier transport along the c axisin the HTSC mate-
rials, namely, resonance el ectron tunneling between the
CuO, planes through the localized states in the CuO
chains. It should be stressed that the Abrikosov theory
assumes that the centers mediating the resonance tun-
neling are positioned exactly halfway in between the
neighboring CuO, planes. This situation is automati-
caly realized in YBa,Cus0,_, single crystals with
reduced oxygen content, where the role of such reso-
nance levels may be played by the fragments of broken
CuO chains. The applicability of the Abrikosov model
to other cuprate HT SC compoundsisunclear. It follows
from the calculationsin [8] that the temperature depen-
dence of the resistivity anisotropy in the tunneling
mechanism should have the form

P/ Papy = ATcosh (To/T), (1)

where A is a constant dependent on the parameters of
the el ectron spectrum and the doping level, and Ty isthe
characteristic activation energy specified by the energy
levels mediating resonance tunneling. Equation (1) is
expected to hold for the samples with oxygen concen-
tration lower than optimal, where the CuO chains are
broken, whilethe lower bound for the oxygen concentra-
tion is near the metal—insulator transition because of the
competition with direct carrier tunneling between the
CuO, planes. To our knowledge, no works devoted to
the experimental verification of this model were pub-
lished after appearance of the theory [8].

The purpose of thiswork isto experimentally study
the temperature dependence of resistivity anisotropy
for perfect YBa,Cu;0;, _, single crystals with different
carrier concentrations and to compare the results with
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Fig. 1. Temperature dependence of the resistivity compo-
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The geometry of contactsis shown in the inset.

the theory. In these studies, it is necessary to measure
the resistivity tensor components p,, and p, for the
same sample with different doping levels. To this end,
we used the dc flux transformer method [9], allowing
these components to be calculated from the measured
potential differences arising at the opposite surfacesin
the central part of the sample upon passing a current
though the contacts at the edges of one of the surfaces.
These measurements require at least six contacts (two
current and four potential). We made measurements for
sampleswith eight contacts, four at each of the surfaces
(Fig. 1). This made it possible to pass current both
through the upper pair of current contacts (1, 4) and
through the lower pair (contacts 5, 8) and each time
measure voltages V, ;3 and V ; followed by averaging
the measurement results. This minimized the error
caused by the inaccurate positioning of the contacts.

The results of this work were obtained for a
Y Ba,Cu;0; _, single crystal shaped like a rectangular
plate 1.5 x 0.2 x 0.05 mm in size, with the crystallo-
graphic c axis coinciding with the normal to the plate
plane. The contacts were made from 30-pum-diameter
gold wiresglued by silver pasteto the surfaces perpendic-
ular to the c axis. The sizes of the contact areas were no
greater than 0.15 mm, and the resistance of the fired con-
tacts was on the order of 1 Q. The initid YBa,Cu;O,_,
sngle crystas were grown in a ZrO, crucible by the
method described in [10]. After annealing at 500°C in
oxygen, the samples showed a narrow (of width less
than 0.5 K) superconducting transition and critical tem-
perature T.= 91 K (Fig. 1). The desired decrease in the
oxygen concentration was achieved by choosing an
appropriate temperature of annealing in air at atmo-
spheric pressure followed by quenchinginliquid argon,
according to the datareported in [11-13].

When annealing, the samples were dusted with a
powder of Y Ba,Cu;0; _, to preserve the high quality of
the surfaces.

For measuring the temperature dependences of
resistivity, the sample and nearby thermometer and
heater were placed inside a glass Dewar vessel, which

was immersed upside down in liquid helium. To
enhance temperature homogeneity, the sample was
placed in a sapphire container.

The temperature dependences p,,(T) and p.(T) of
the initial optimally doped single crystal are presented
in Fig. 1. One can see that the p,,(T) dependenceislin-
ear over almost the whole temperature range except for
aregion near T., where the deviationsfrom linearity are
caused by fluctuative superconductivity. By contrast,
the p(T) curve is nonlinear and has a portion with a
negative slope near T.. The characteristic values of the
resistivity tensor components and their temperature
behavior correspond to the ones typically observed for
high-quality single crystals[4].

It is seen from Fig. 2 that the p.(T) curve s linear-
ized when the product p.T is plotted asafunction of T?2.
This fact suggests that the temperature dependence
Pc(T) hasthe form

p. = A/T+B,T. @)

Expression (2) was used in aseries of works as an argu-
ment in support of the RVB model, which predicts such
atemperature behavior for both resistivity tensor com-
ponents [1]. We would like to call attention to the fact
that, for adoping level lower than optimal, the temper-
ature dependences p.(T) and p(T) are no longer
described by the function of type (2), as is demon-
strated by the curves corresponding to the samples with
T.< 91K (Fig. 2).

Let now turn to the results obtained for the resis-
tance anisotropy. The temperature dependence p./p.p
for a sample with reduced oxygen content (T, = 77 K,
X = 6.77) is shown in Fig. 3. The approximation of the
experimental results by Eq. (1) is shown by the dashed
line with optimal parameters A = 0.178 K and T, =
223 K. For comparison, the exponential approximation

P/ Pan = AreXp(A/T) (3)

is also shown in Fig. 3 by the solid line. It is seen that
Eqg. (1), dthough satisfactorily describing the experi-
mental data, makes it noticeably worse that does the
activation exponent in Eq. (3). The log—1/T plots of
resistivity anisotropy are shown in Fig. 4 for severa
levels of doping with oxygen. In these coordinates, the
experimental curves are seemingly linearized, whereas
the dependence corresponding to Eqg. (1) (dashed lines)
isat variance with the experiment. Note that the optimi-
zation by Egs. (1) and (3) was carried out in the same
temperature range for each of the sample states. The
temperature dependence is saturated at high values of
resistivity anisotropy p./p,, > 103 the saturation is
most pronounced for the upper curve. This is likely
caused by shunting of the conduction along the ¢ axis,
e.g., by virtue of direct carrier tunneling between the
CuO, layers or through conduction along the disloca-
tions or any other imperfectionsin the sample. The sat-
uration of temperature dependence p,(T) narrows the
interval where the temperature dependence can be
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Fig. 3. Temperature dependence of theresistivity anisotropy
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tively.

rationalized by one of the discussed theoretical models.
In the upper curve, this interval is narrowed to 150 <
T< 280 K, within which the distinction between
Egs. (1) and (3) becomes insignificant.

The rectilinear portions in the curves shown in Fig. 4
correspond to the activation energies A increasing with
a decrease in T; they are equal to 146, 295, 356, and
665 K for the four curves shown in the figure. The pre-
exponential factor A, virtually does not change and lies
in the range 20-30. The exponential dependence of the
anisotropy may be dueto thefact that either the carriers
are forced to overcome an energy barrier in moving
across the CuO, planes or the concentration of carriers
involved in transverse transport depends exponentially
on temperature at T > T.. The latter is possible, e.g., if
the normal transport is preceded by the thermal decay
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of somehow “preprepared” electron pairs. Among the
models providing the temperature exponent for the con-
centration of normal excitations, the bipolaron mode of
Alexandrov and Matt [6, 7], in which conduction along
the c axisis accomplished by thermally excited polarons,
isnoteworthy. Thisshould result in the temperature depen-
dence of type (3) with an activation energy of half the
bipolaron binding energy. The latter is independent of
temperature but increases with decreasing carrier con-
centration. Note that exponential temperature behavior
was previously observed for the resistivity anisotropy
in Bi,Sr,CaCu,Og , 5 Single crystals with different oxy-
gen content [14] and interpreted within the framework
of this model.

To summarize, it is established that the temperature
dependence of the resistivity anisotropy in oxygen-
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deficient YBa,Cu,;0,_, single crystalswith0 < x < 0.5
is best described by an exponential function. The Abri-
kosov theory qualitatively fits the experiment but yields
steeper temperature dependences. The RVB theory
does not describe the experimental results for samples
with oxygen concentrations below the optimal .

We are grateful to V.F. Gantmakher, V.V. Ryazanov,
and M.R. Trunin for valuable remarks and to
G.A. Emé’chenko and 1.G. Naumenko for providing
the YBa,Cu;0;_, single crystals. This work was sup-
ported by the Russian Foundation for Basic Research
(project no. 98-02-16636) and the program “ Supercon-
ductivity” (project no. 96-060).
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The conditions for the occurrence of ferromagnetism in 3d metals of cubic symmetry are obtained based on the
concept of strong interaction in asingle unit cell. The Hubbard model with infinitely strong repulsionisinvoked
for a quantitative description. The calculations are carried out in the zero-loop and one-loop approximations.
The reasons for the occurrence of ferromagnetism in nickel and a-iron and its absencein Pd, Pt, and y-iron are
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Ferromagnetism of iron, cobalt, and nickel is caused
by strong intraatomic interactions. According to calcu-
lations[1], thisenergy (Hubbard energy) for the Ni, Co,
and Fe d electrons is 18.96, 17.77, and 16.54 eV,
respectively, and far exceeds the transition energy
thk(r) between the nearest neighboring atoms, for
which reason the Hubbard energy is assumed to beinfi-
nitein what follows. The major part of the Hamiltonian
has the form

A= S 5 -ralnac(r)
r,r',o (1)
+Y (& 0H)E (N, o).

r,o,k

The (i, K) indices take five possible values correspond-
ing to different crystallographic indices of d electrons.
The matrix elements for the transition to the 4s states
are not taken into account, because they are irrelevant
to ferromagnetism. Band calculations indicate (see,
e.g., [2]) that the energy of cubic anisotropy is dightly
smaller than the energy of nearest neighbor hopping.
For thisreason, al one-particle energies, for simplicity,
are set equal to the chemical potential taken with the
opposite sign: €, = —1. The matrix of tunnel transitions
is assumed to be diagonal with respect to the crystallo-
graphic indices, and the corresponding density of one-
particle states is replaced by the semielliptical density
of states:

3 &Pt = 8,440,

S 8e —t,) = ]g_[/\/l—ez.
p

)

The é: o(r) and &, ,(r") operators are the creation and
annihilation operatorsfor the hole d states, respectively.
The product of these operators defines the hole density
hy, which is related to the s-electron density n, (not
exceeding unity) by the electroneutrality requirement.

Therefore, the prablem is to examine hole-shell fill-
ing 0 < hy< 1forthefcc nickel latticeand 2 < hy< 3for
the bcc and fcc iron lattices and to find the ferromag-
netic instability regions. The 1 < hy < 2 rangeis not con-
sidered, because it corresponds to the fcc cobalt lattice,
which does not exist at temperatures below 723 K.

After the diagonalization of the zeroth Hamiltonian
corresponding to the nonoverlapping atomic states, the
creation and annihilation operators are represented as
expansionsin terms of al possible transitions between
the N and N + 1 hole states (cf. [3]):

é-z-m,c)(r) = zgglc;(?,
‘ ©)
~ ,o B
A o)(r) = ZQE Xr.
B
Here, the indices a and 3 correspond to the back and
forth s — p trangitions; i.e., B(p, s) = —a(s, p). The

genealogical coefficients gy ° are eval uated below. The

equations for the mean occupation numbers n,, are
derived from the definition of the temperature Green's
function calculated for each pair of conjugated X oper-
ators (cf. [4]):

D**(r,1;r, T) = —O(T-1) IX%(1), X’(1)O
+O(1T -1) X)X ()0

To calculate the one-particle Green's function, let us
use the simplest one-loop self-consi stent-field approxi-
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mation. In this approximation, the Fourier transform
D%P(p) of the one-particle Green's function differs

from the so-called virtua Green's function G%"(p)
only by the factor fs. The virtual Green’s function, in
turn, satisfies the Dyson-type equation

D% P(p) = G P(p) fg;

{Go)}r = {iw—en+e}d(a+B)-25"(p),

where €, — € is the energy corresponding to the ath
transition, and w = T(2n + 1)1T

For agiven one-particle transition 3(m, s), each end
multiplier f;, by definition, is equal to the sum of the
mean occupanon numbers for the initiad and final
states. At the sametime, the self-energy partisequal, in
the approximation adopted, to the sum of a product of
the end multiplier timesthe generalized hopping matrix
and a one-loop correction that depends neither on fre-
guency nor on momentum:

(4)

fa(sm) = Iqs-"r‘m’
=*P(p) = futa(p) + =P, ()
ta(p) = g5 °ts(P)g;°.

The mean occupation numbers ny, , ; for thefinal states
mare found from the diagonal component with 3 =—a:

lim D*P(r,T; r, T+ )
d - 0+

= limTY D% P(p) exp(i wd) (6)
5 - O+
W, p
= DCMIXEET0= DEOCTD= D= N,
Equations (6) and (7) define all end multipliers
f(a(s, m)) = n+ n,, that appear in the expression for the
diagonal components of the one-particle Green's func-

tion which, in turn, is expressed through all possible
end multipliers and the one-loop self-energy parts =% F.

The simplest equations for the determination of end
multipliers can be obtained upon averaging the T-prod-
uct of the annihilation operator times the linear combi-
nation of the conjugated X operators with arbitrary

coefficients yg °

—00T{ an o)1, 1) ?(m, o(r,1)}0

- n,o. mo o OB

- z Jq VB Dr{ Xr,rxr,T'} u
Inthisexpression, useis made of the expansion of anni-

hilation operator (3) with the known genealogical coef-
ficients gg °. By going to thelimit T — 1, ' > T, one

obtains the following equations for all (N + 1)-particle
occupation numbers ny ., ; :

(k, 0) (k, 0)
Z ga(m s)nN + 1yor(s m)

(7)
= ngék(r;”s)v&;’%) lim ZD“ "(p) exp(i3).

The equation of state is obtained by setting ygz’;’%) =

gy inthisrelationship.

Restricting oneself to the transitions between the
N- and (N + 1)-hole states with degeneracy multiplici-
tiesR_and R,, respectively, one arrives at the following
equation of state for any integer-valued interval [hy] <
hy < [hy] + 1 of mean hole numbers:

hg = [hg] + R.fK,
f = hg—[hq] +[hd+1]_hd _ 1 (8
R R, " R.+K(R,—R)’

The sguare brackets stand for the integral part.

The temperature dependence of the mean occupa-
tion numbers is expressed through the number k of
orbital states and the Fermi distribution function ne(e)
of the eigenvalues of the virtual Green’s function (4):

DD ALCAC I

e (9)
Z Y (5 nE(fg'e” — ).

A=1p

K

D, =

Al

Here, e( ) are the eigenvalues of transition matrix (1),

which coincide with the energies in the tight-binding

approximation, and g? is the sum of the squares of the
genealogical coefficients entering expansion (2).

The coefficients D,, appear in the variation of the
equation of state with respect to the external magnetic
field OH:

0) \2 o

Y (Gaims) Ons = (K+g°fDy)y gidfg
a a (10)
+fDOZg§e'>zg— fg°Dy0dH”.

To derive the remaining equations for the variations on,
of occupation numbersin the (N + 1)-hole states, let us
JETP LETTERS  Vol. 72
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0=~ + 2V, m)
ap,q) Blg.p) y(n,m) P=m

(a) (b)

ofn,m) a(n,m)
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y(m, p) — (s, 1)
on, m) a(n,m)

(©)

Zuns

Fig. 1. (a) Zero-loop, (b) one-loop, and (c) self-energy parts.

invoke all possible sets of auxiliary coefficients orthog-
onal to agiven set of genealogical coefficients:

K, K,
Z gg(n? )s)Vg(so%) = (11)
Making use of these conditions, let us take a variation

of Eq. (7) to deduce the relationships independent of
the magnetic-field variation:

(k, o) s (k, o)
Z gor(m, s)6nN + 1y0((s m)
¢ (12)
_ (k,0) ., (k O) o (k,0) ., (k 0O) o
=K z got(m S)yC((S m)6fot + AZ gor(m s)yor(s m)6zou
a o]

where the new coefficient A for H = 0 is expressed

through the tight-binding energies e( ).

Lyl

)\1p

Itisstrai ghtforward to obtain the equations for %
from their definition in terms of the integrals of Green's
functions (the so-called one-loop approximation):

32 = —[QW, 5~ DU, (]2
+9°D,Uq (8 F Y —8HR,D;.

The components of the R, vector and the W, z and Ua, B
matrices are expressed through the numerical values of
the Smatrix constructed in accordance with the defini-
tion of the self-energy matrix [see Eq. (5) and the fig-
urel:

2e™ _ ) —ne(—p)
(A) '
D

(13)

(14)

2
Re = > Sup Uap = ng—ﬁ,
B

2

— _ g
Wap = Uap—Sup = zsa,vg_g—sa,s’
Y

= Zgi
Yy
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The coefficient Q can be related to the K quantity
appearing in the equation of state (9) withH = 0:

") — 1) —Ne(—40)]

Alp

= —2[K —ne(—)].
fg

(16)

With nickel, for which the empty and one-hole states
arein resonance, al genealogical coefficients are unity,
whilethe variations of the end multipliers coincidewith
the variations of the single-hole occupation numbers:;
5n’ = 8f°, §S=0=1, W=0. (17)
On substituting these relationships into basic Egs. (10),
(12), and (14), one can determine variations for the end
multipliers and the occupation numbers.

The condition for ferromagnetism can be found
from the requirement that the appropriate system of
homogeneous equations be resolvable at zero mag-
netic-field variation:

1-K = fD,+D,(1-K) - f(D,D,—D3). (18)

Inthe T =0 Ilimit, all coefficients are expressed in terms
of the integrals of density of states:

v

K = Ip(e)de, fD, = —v'p(v), v = p/f. (19)

In the model of semidlliptical density of states p(e) =
21— ezln, the following condition holds:

sina

o —sna
] fD1=_1
"y

21

1-K _ sina
—(2k=1)K*+(2k—2)K+2 T~

For a given degeneracy multiplicity 2k, the last equa

tion determines the critical K, value corresponding to
the critical concentration

hee = 2kK/[1+ (2K —1)K].

K =

(20)
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For k = 5, two critical points are obtained: K, =
0.1161, i.e, hy = 0.5671, and K, = 0.295, i.e., hy, =
0.8071. (Theseresults arein qualitative agreement with
the results obtained in [5]).

With iron, where the two-hole states are in reso-
nance with the three-hol e states, one has three indepen-

dent genealogical coefficients g = (1, +/2/3, 1/./3), so

that y; = (1, 0, —/3) and y, = (/3, —2./2, 1) can be
chosen as two independent, mutually orthogonal vec-
tors.

The variations for three-hole states with four differ-
ent spin projections S, = +3/2 and S, = +1/2 can be
expressed through the variations of three end multipli-
ers.

nBor2) _

Nay z 5fEE)u), E%)z) = 6f(k 2) (21)

One can see that the end multipliers are independent of
the number k of the orbital state.

It is straightforward to evaluate the one-loop self-
energy parts in Figs. 1b and 1c and express them
through three independent integrals, each proportional
to the square of one of the genealogical coefficients. As
aresult, matrices (15) appearing in Eq. (14) are found
to be

On A (]

A DO, 0 1 [

S=00 22 .10 R=(111);
0 ]
03, -2; 0 0

(22)

~ Buz ws -s6H
W =10 vy2 -5/3; 7/6 %
0-5/2; 7/3; 1/6

Substituting these relations and matrices into basic
Egs. (10) and (14), one can determine variations for the
end multipliers and the occupation numbers.

This system of equations can be resolved at zero
magnetic-field variation only if the corresponding
determinant is zero:

1=-2Q, 1=3Q, K-=1,

_ 2,0
K(1-K) = ngD1E§+KD+ K(1-K)D, )

+ng% + KH{(D,D,—D3).

Inour case, ¢ = 12, R_= 30, and R, = 40. The inverse
of the end multiplier isalinear function of K:

2 = 30+10K, K = 2=3na
f 211

sina 1+K
f92D1 = T, hd = G,OTK

Substitution of these relations into Eq. (23) alows its
right-hand side to be expressed as a function of K and
o, which are related to each other by equation of state
(24). The solution of these equations gives the a and K
parameters corresponding to the critica number of
holes, above which the ferromagnetic instability does
not arise. Note that the singularities associated with the
polesat Q=1/3, Q=1/2,and K = 1 areirrelevant to the
ferromagnetic instability, because the corresponding
eigenvectors are orthogonal to the vector perturbations
of auniform magnetic field.

The numerical solution of Eqg. (23), together with
the equation of state at T = O, gives only a single root:
for the semielliptical density of states (3) o, = 2.6938
and K, = 0.3583, so that the ferromagnetic instability
occurs in a limited concentration range 2 < hy < hy =
2.428. Thisinterval isdightly larger than the one given
by the zero-loop approximation: 2 < hy < h,= 2.3388.

This result is pertinent to the ferromagnetism of the
bcc a-iron lattice, for which the saturation magnetic
moment is 2.2 uB. Asto the nonferromagnetic phase of
y-iron, measurements suggest that the number of d
electrons in fcc iron is approximately 7.5, so that the
number of holesis 2.5.

Thus, a-iron is a ferromagnet, because the number
of hole states (=2.2) fals within the ferromagnetic
instability interval. The absence of ferromagnetism in
y-iron is explained by the fact that the number of holes
in the 3d shell, =2.5, exceeds the critical value calcu-
lated in both zero-loop and one-loop approximations.

General Egs. (10)—<14) can aso be applied to
cobalt, for which the number of holes rangesfrom unity
to two. As aresult, the ferromagnetism region is found
to be 1 < h, < 1.585. However, the resulting critical h,
valueisobtained for T = 0. It cannot be experimentally
verified for Co, because its fcc crystal phase exists at
temperatures T > T* = 723 K, while the ferromag-
netism disappearsat T = T, = 1440 K.

The theory suggested in this work gqualitatively
explains the magnetic properties of the Ni, Pd, and Pt
metals. All of them have acubic unit cell of thefcc type.
The total number of conduction electronsis 10, and the
number of electrons in the unfilled s shell does not
exceed unity. Band calculations suggest [2] that the
number of s electrons in the unfilled s shell is 0.81,
0.59, and 0.94 for Ni, Pd, and P, respectively. One can
thus infer that the number hy of d-hole states is aso
equal to 0.81, 0.59, and 0.94. The number of hole states
for nickel is intermediate between hy in palladium and

(24)
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platinum, so that the hole concentrations in Pd and Pt
are beyond the ferromagnetic instability range, whereas
the intermediate hole concentration in Ni falls within
this range. The critica values hy = 0.567 and hy, =
0.807 obtained by the theory suggested in thiswork are
dlightly smaller than those given by the band calcula-
tions. Nevertheless, the value of pg = 0.6, commonly
accepted for the saturation magnetic moment of Ni, is
not contradictory to the calculations of this work and
falls within the calculated magnetic ordering range.

Thiswork was supported by the Russian Foundation
for Basic Research, project no. 98-02-17388.
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We proposed several 1D and 2D electronic models with the exact ground state. The ground-state wave function
of these modelsis represented in terms of “singlet bond” functions consisting of homopolar and ionic configu-
rations. The Hamiltonians of these modelsinclude correlated hopping of electrons, pair hopping terms, and spin

interactions. © 2000 MAIK “ Nauka/lnterperiodica” .
PACS numbers: 71.10.—w; 75.10.Jm

The study of strongly correlated electron systems
has been an important subject in theoretical condensed
matter physics. In general, the Hamiltonians of these
systems include many types of interactions, and they
aredifficult to solve. Theintegrable models provided us
with avery good understanding of correlation effectsin
many-body systems. Unfortunately, the construction of
such models is difficult due to the strict conditions for
theintegrability. In recent years, there has been increas-
ing interest in studying models where at least the
ground state can be found exactly [1-4]. The most pop-
ular methods for the construction of an exact ground
state are the so-called optimal ground state (OGS)
approach [2] and the matrix-product (MP) method [3, 4].
The ground-state wave function in the MP method is
represented by Trace of a product of matrices describ-
ing one-site states. This ground state is “optimum” in
the sense that it is the ground state of each local inter-
action. This method allows the construction of alarge
class of spin models. A similar approach has been used
in the OGS method for the construction of the elec-
tronic models with the specia ground states.

In this paper, we propose new 1D and 2D models of
interacting electrons with an exact ground state. We
note that our models have ground states that are very
different from those constructed in the OGS approach.
The ground-state wave function of our modes is
expressed in terms of the two-particle “singlet bond”
(SB) function located on sitesi and j of the lattice:

+ +  + + 4+
_Ci,le,T + X(Ci,TCi,l +C G i)lom(l)

P +  +
[I,j] =Ci,rcj,¢ 1, T,

where ¢ 5, G; , are the Fermi operators and x is an arbi-

trary coefficient. The SB function is the generalization
of the Resonating Valence Bond (RVB) function [5]
including ionic states. The presence of the ionic states
is very important from the physical point of view

L This article was submitted by the authorsin English.

because, as arule, the bond functions contain definite
amounts of theionic states as well.

A series of 1D and 2D quantum spin models, for
which the exact ground state can be represented in the
RVB form, are considered in [6-10]. It is natural to try
to find electronic models with an exact ground state at
half-filling formed by SB functionsin the same manner
asfor the above-mentioned spin models. The electronic
models of these typesinclude the correlated hopping of
electrons, as well as the spin interactions and pair hop-
ping terms.

The model with dimerization. As the first exam-
ple, we consider the 1D electronic model with a two-
fold degenerate ground state in the form of a simple
product of SB dimers, similar to the ground state of the
well-known spin-1/2 Majumdar—Ghosh model [6]. For
the half-filling case, the proposed ground-state wave
functions are

W, =11,2][3,4]...[N=1,N] 2
and
W, = [2,3][45]...[N, 1]. (3)

In order to find the Hamiltonian for which the wave
functions (2) and (3) are the exact ground-state wave
functions, we represent the Hamiltonian as a sum of
local Hamiltonians h, defined on three neighboring
sites (periodic boundary conditions are supposed):

N
H = h;. 4
2
The basis of three-site local Hamiltonians h; con-

sists of 64 states, while only 8 of them are present in W,
and W,. These 8 states are

[Li+1di., ¢fi+1i+2], ©)

where ¢; is one of the four possible electronic statesin
theith site: |OG] |10 |4 Gl 20

0021-3640/00/7202-0082$20.00 © 2000 MAIK “Nauka/Interperiodica’
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Theloca Hamiltonian h;, for which al functions (5)
are the exact ground-state wave functions, can be writ-
ten as the sum of the projectors onto the other 56 states

Xk
h = ZAHXkD&kL (6)
K

where A, are arbitrary positive coefficients. This means
that the wave functions W, and W, are the ground states
of each local Hamiltonian with zero energy. Hence, W,
and W, are the optimum ground-state wave functions of
the total Hamiltonian H with zero energy, similar to the
modelsin [2-4]. In the general case, the local Hamilto-
nian h; is multiparameter and depends on the parame-
ters A and x. We consider one of the smplest forms of
h; including the correlated hopping of electrons of dif-
ferent types and spin interactions between nearest- and
next-to-nearest neighbor sites:

h = 2=X(ti iv1+tivgie)
2 2 2
(X =(1+xX)(1=n, 1)) T 042
1 x

(7)

|+1+S|+1|:S|+2+S |:S|+2)

where

Ti,j = z (CiJr,ch,o + CI oci,c)(l_ ni,—o_nj,—c)v

(e}

+ + 2
t, = Z(Ci,ccj,c+Cj,oci,o)(ni,—c_nj,—a) )

and S isthe SU(2) spin operator.
Each local Hamiltonian h; is a nonnegatively

defined operator at |x| < 1. The following statements
related to the Hamiltonian (7) are valid.

1. Thefunctions (2) and (3) are the only two ground-
state wave functions of the Hamiltonian (7) at No = N
(N, is the total number of electrons). They are not
orthogonal, but their overlap is~e™at N > 1.

2. The ground state energy Eo(NJ/N) is a symmetric
function with respect to the point NJ/N = 1 and has a
global minimum E;=0at NJ/N=1.

3. The trandational symmetry of (7) is spontane-
ously broken in the ground state, leading to the dimer-
ization

Ot iv1—tivyieo 0= 2.

The excited states of the model cannot be cal culated
exactly, but we expect that there has to be a gap,
because the ground state is formed by the ultrashort-
range SB functions. If it is the case, the function
Eo(NJN) hasacusp at NJ/N = 1.

Actually, this model is the fermion version of the
Majumdar—Ghosh spin model. Moreover, it reduces to
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Fig. 1. Thelattice in the Shastry—Sutherland model.

the Majumdar—Ghosh model at x = 0 and in the sub-
space withn, = 1.

For x= 1, Hamiltonian (7) issimplified and takesthe
form:

H = _Zz(tjyj+l_l)—Zelrmj*‘l-rj‘j_'_z. (8)

J J
The 2D model. We can easily construct the 2D elec-
tronic model with the exact ground state which is anal-
ogous to the Shastry—Sutherland model [7] (Fig. 1).
The Hamiltonian of thismodel is

H='§ hj+h+hi (9)

{i ik}
wherethesumisover al triangles{i, j, k}, one of which
isshowninFig. 1. Thus, each diagonal linebelongsto two

different triangles. The loca Hamiltonians h‘-j « acting on

the diagonal of the triangle {i, j, k} and h; ;, h,,k have the
form (for the sake of smplicity, we put x = 1)

d
hj,k = _2tj k+4

h mnkT

i =t

7 i

N = —ti—
Itiseasy to check that

hoili, KIO= (hy ;+hy )Ioilj, kIO= 0.

§ All other states of the local Hamiltonian h; ; + by  +
h; « have higher energies. Therefore, the ground-state
wave function in the half- -filling case is the product of
the SB functions located on the diagonals shown by
dashed linesin Fig. 1. This model has a nondegenerate
singlet ground state with ultrashort-range correlations.

The ladder model. Let us now consider electronic
models with amore complicated ground stateincluding
different configurations of short-range SB functions.
The form of these ground states is similar to that for
spin models proposed in [8] and generalized in [9].

Tin
J
Ti,k'
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Fig. 2. The two-leg ladder model.

Inthe 1D case, our model describes the two-leg |adder
model (Fig. 2). Itsground state is a superposition of the
SB functions, where each pair of nearest neighbor
rungs of the ladder is connected by one SB. One possi-
ble configuration of singlet bondsis shown in Fig. 2.

The wave function of this ground state can be writ-
ten as

W, = YD) g W@ W (N) gy (10)

A wave function of this type for spin models has
been proposed in [8]. The functions YM(i) describe the
ith rung of the ladder:

W) = cubi_10h + Cobnidhi 1, (12)
with

HhR g Do1000
»_dpuo _Qg-1000Q
o =0 "0 Gy = 7

020 O 0 00x

0 0 ] ]

0 loq O Oooxol

Itiseasy to seethat
gudi ot = [, i1

Therefore, the function Wgisasinglet wave function
depending on two parameters x and ¢,/c,. Actually, this
form of W is equivalent to the MP form with 4 x 4
matrices A)\V(I) = g *(i). Moreover, a x = 0 and
c/c, = -1 the functi on W, reduces to the wave function
of the well-known AKLT (Affleck—Kennedy—Lieb—
Tasaki) spin-1 model [8].

In order to find the Hamiltonian for which the wave
function (10) isthe exact ground-state wave function, it
is necessary to consider which states are present on the
two nearest rungsin W, It turns out that there are only
16 states from a total of 256 in the product
PM(i)g, WP(i + 1). The local Hamiltonian h acting on
the two nearest rungsi and i + 1 can be ertten in the
form of Eq. (6) with the projectors onto the 240 missing
states. The total Hamiltonian is the sum of the local
ones (4). The explicit form of this Hamiltonian is very
cumbersome and therefore is not given here.

The correlation functions for the ground state (10)

can be calculated in exactly the same manner as was
donefor spin models[8]. It can be shown that all corre-

lations exponentially decay in the ground state. We also
expect that this model has a gap.

This method of constructing the exact ground state
can also be generalized to 2D and 3D lattices [9]. Fol-
lowing [9], one can rigorously prove that the ground
state of these modelsis always anondegenerate singlet.

1D models with the giant spiral order. There is
one more spin-1/2 model with an exact ground state of
the RVB type[10]. Its Hamiltonian has the form

H =_ZS[S'+1+%128'EB”2' (12)

This model describes the ferromagnet—antiferromagnet
transition point. The exact singlet ground state can be
expressed by the combinations of the RVB functions
(i, j) distributed uniformly over the lattice points:

®, = Z(i,j)(k,l)(m, n)..., (13)

where the summation goes over al combinations of
sites, under the conditionthati <j,k<Il,m<n.... The
spin correlations in the singlet ground state show a
giant spiral structure [10].

The analogue of the wave function (13) in the SB
termsis:

> D1k imn]...,

i<j..
where P = (i, j, k, I, ...) is the permutation of numbers
(1, 2, ..., N). It is interesting to note that the singlet
wave function (14) can a so be written in the MP form
but with an infinite-size matrices [11]. The Hamilto-
nian, for which the wave function (14) is the exact
ground-state wave function, has the form

(14)

N

H= S B2t -48 B,
=1 (15)
+X£2mEhi+1 23r12r1.z+1D
where
N =c.c, N =¢.c,, n=(1-n)2

Thismodel describesthe transition point where the sin-
glet ground state (14) is degenerate with the ferromag-
netic state. The spin—spin correlations in the singlet
ground state (14) have agiant spiral form, asin the spin
model (12), while other correlations vanish in the ther-
modynamic limit [11].

In summary, we have constructed electronic models
with an exact ground state. The ground-state wave
function of these models is built from SB functions in
the same manner as are the well-known RVB ground
states of spin models. We have considered three types
of SB ground states. All electronic models considered
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have physical properties similar to those of the original
spin models. We note that the proposed approach can
be generalized for the construction of other models
with the ground states of more complicated SB forms.

We are grateful to the Max-Planck-Institut fur Physik
Komplexer Systeme for kind hospitality. This work was
supported by the Russian Foundation for Basic Research
(project nos. 00-03-32981 and 00-15-97334).
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Secondary emission from asemi-infinite crystal is considered. The contribution to the emission amplitude orig-
inating from structural factor singularitiesis analyzed. Poles of the structural factor determine the main contri-
bution to the emission amplitude. The energy and angular distributions of the emission depend on the crystal-
lographic orientation of the crystal surface and are characterized by a set of allowed vectors of the reciprocal
lattice. It is shown that emission anisotropy related to the crystallographic directionsis due to the coherent char-
acter of the photoabsorption process, and diffraction scattering leads only to relative change in the emission
intensity in allowed low-index directions. The concrete calculations are performed for (100) and (111) surfaces
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Photo-, Auger and fluorescence emissions from
X-ray irradiated crystals are intensively used for struc-
ture reconstruction on a crystal surface. Devel opment
of experimental facilities in this field alows one to
obtain information concerning the surface structure of
irradiated crystals [1-5]. Application of these emis-
sions for crystal holography is also widely discussed
[6-11]. Characteristic features of the angular distribu-
tion of the emission investigated in the papers cited
above are interpreted as a result of diffraction scatter-
ing. Severa authors tried to analyze interference
between direct and scattered emissions from individual
atoms (see [12] and ref. therein). Mathematical meth-
ods of structure reconstruction were also developed.
Parallel with new holographic schemes, some refined
methods, such as a Patterson-like scheme were pro-
posed [13]. Discussed schemes of structure reconstruc-
tion based on measuring the angular and energy distri-
butions of emission take into account scattering by
individual atoms as independent scatterers and do not
take into account the periodic nature of the scattering
potential. Correct determination of the positions of dis-
placement atoms near a crystal surface makes it desir-
able to have for comparison emission scattered by the
periodic potential of a semi-infinite perfect crystal. In
this paper, analysis of anisotropy of the secondary
emission from a single semi-infinite crystal under X-
ray irradiation is proposed.

During emission registration experiments, it is not
possible to distinguish between the atom emitter and
atom scatterer. Therefore, in the case of identical
atoms, it is convenient to consider an amplitude of the
emission probability which depends only on the emis-
sion wave vector k, which determines the energy and

L This article was submitted by the authorsin English.

direction of the measured emission. It isknown that the
scattering potential acting on the electrons in a crysta
isasum of all atomic potentials. A Fourier transform of
this potential U(q), which determines the scattering
with transferred momentum q, is given by

U(q) = V(a)Sa). )

Here, V(q) istheatomic factor; Sq) = )  exp(i(qr,))

isthe structural factor (SF) of asemi-infinite crystal; r,
is an atomic position; and the summation is taken over
all atomic positions with z, < 0, where the z axis of a
Cartesian coordination system is directed along the
external normal to the irradiated surface. Equation (1)
does not take into account therma atomic motion
which leads to the Debye-Waller factor in this equa-
tion. Thefinite summation limit over z, < 0 in SF deter-
mines the influence of crystallographic orientation of
the surface. The explicit form of the g-dependence of
SF can be obtained through the layer-by-layer summa-
tion for the investigated | attice and given surface orien-
tation. It isknown that V(q) does not have singularities,
and a change in the wave vector k' in the scattering is
determined by the poles g, of §q), which are asubset
of the total set of vectors of the reciprocal lattice. This
set depends strongly on the crystall ographic orientation
of the crystal surface. Below, the diamond-like latticeis
taken as an example to demonstrate the dependence of
the set on the surface crystallography.

The concrete calculations fulfilled for the important
case of the (100) surface of the diamond-like lattice
allow one to obtain the explicit form of SF. It has the
following form:

Bflcos

Sn(@) = Zcos 2 cos ] Z"E . Q
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Here, aisthe size of aunit cell of the diamond-like lat-
tice. This equality shows the presence of poles at

Ojim = (2] + 1,21 +1,2m+ 1)21/a, ©)

wherej, I, mareintegers. In the case of aweakly scat-
tering potential, U << E, where E isthe electron energy,
the pole singularities of SF (2) allow the calculation of
emission amplitude accounting for elastic scattering by
the periodic potential in the Born approximation (BA)
[14]. Let F(Kk) be the probability amplitude of nonscat-
tered emission. Then taking account of scattering leads
to the following form of the emission amplitude:

G(k) = F(k) + W(k)/E, 4
where
W(K) = blinF(k ~ajim)

jlm

+ 5 b F(k =2, + ...
jlm jl
has the meaning of the effective scattering potential of
the semi-infinite crystal, which takes into account the
momentum transfer multiplefor all allowed g, Calcu-
lation of the first two coefficientsin the BA gives
321 j+1+
fim = T{(—l)’ RRRY(CTINE

iim =

©)
b@ = 5121V ()
im 3ea® Ejim
Here,
. — ﬁzqﬁm
m2m, (6)

= 2EJ(2) +1)%+ (2 +1)* + (2m+ 1)7],

ES = Ry(mag/a)?, Ry is Rydberg's energy and ag isthe
Bohr radius, and m, is the electron mass. The second
term on theright hand side of Eq. (4) describesmultiple
scattering as a series expansion in the scattering
potential. The summation in W(k) goes over all poles
of SF, which satisfy the conditions (k — g;,)* = k? and
(k — 20ym? = k2 in the first and second orders of BA,
respectively. In particular, it means that the emission
amplitude with the wave vectors k = ¢, is preserved
during scattering in the first order of BA. Equations (4)
and (5) show that in the case of an isotropic form of the
amplitude F(k), elastic scattering preserves the isot-
ropy in the emission intensity |G(k)J?. This leads to the
conclusion that anisotropy appearing in experimental
data and related to the crystal structure [15] is formed
in the process of photoabsorption and not in the diffrac-
tion scattering. There are two possible causes of this
anisotropy. Thefirst oneisthe coherent character of the

JETP LETTERS  Vol. 72
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photoabsorption related to the crystal atomic structure.
The second cause of the anisotropy of F(k) is due to
anisotropy of the photoprocess in an individual atom
and can be due to the polarization of the X-ray beam
and to the initial electron state in an individual atom.
This second causeisin no way related to the crystalline
structure. Thus, the experimental data of [15] can be
considered as an indication of the coherent character of
the photoabsorption process. It is possible to show that
in the case of coherent photoabsorption, when F(k) ~
Sk) and al Fourier transforms of the amplitude F(k)
correspond to the poles of SF, thefirst order of BA does
not contribute to the elastic scattering and the second
order of BA leads only to arelative change in emission
intensity in allowed low-index directions.

The positions of the poles of SF in the k space are
determined by the crystal symmetry and surface orien-
tation. Let [2] + 1, 2| + 1, 2m+ 1] designate amultiplet
of reciprocal vectors corresponding to equal energy (6).
In the general case, it corresponds to 48 different poles
inthe k space. These polesform a48-et with six differ-
ent wave vectors in each octant of the k space. In the
casewhen, e.g., g, = gg # ¢, the polesform a 24-et with
three different wave vectors in each octant of the k
space. The spatial diagonals of the octants are threefold
axes for this wave-vector system. In the case when
F(k) ~ Sk), the poles form an octet with wave vectors
directed along the spatial diagonals. The lowest energy

octet of such states has energy E; ; 3 = 6E¢ (~18 eV
in the case of Si). The next energy state is a 24-et and

has the energy E;; ; 5 = 22E¢ (~66 €V in the case of Si).
The lowest energy 48-et has the energy E; 5 5 = 70E¢
(=210 eV inthe case of Si).

In the case of the diamond-likelattice, anormal to a
(111) surface is the threefold symmetry axis. In this
case, layer-by-layer calculation of SF leads to the fol-
lowing expression:

Stua(a) O-i exp o

O2 O
qa, _ gag] <1 ™
] — — — — D
x[4sm 5 C0S 3} 6Eh Ny

Here, a, = ./3a/4 is the minimum distance between
atomsin the diamond-like lattice with the size of a unit
cell equa to a. Note that the summation over any
monolayer, which is parallel to a (111) surface, gives
the same result, equal to O, for al directions except for
the normal one. In this case, the diffraction scattering
changes only the z component of the wave vector.

The presence of this single direction of q is the
result of interference. The poles at

00T g - 3n
q; = (O,O,J)ao, a = (0,0, 2|+1)2ao 8)
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lead to a sharp increase in the scattering along the nor-
mal direction to the (111) surface for these wave-
lengths. The electrons with energies

E = 9%’E., E =6(2+DE, (9

give the main contribution to the emission. In this case,
al poles form doublets. The characteristic distance
between two lowest levels for the (111) surface of Si is
~36 eV.

In the case of fluorescence emission from the (100)
surface, the main contribution can be expected to be
from energies

El . m= ELL(2) +1)%+ (2 + 1)+ (2m+ 1)%] "%, (10)
and, in the case of the (111) surface,

Ef = 4J3jEl, E = .32 +1E. (11

Here, E; = 21 Ry(ag/a) determines the energy scale
for the fluorescence emission and a = ch/ eé =137.The
characteristic value of E; equals ~2300 eV, while
E! ~3eV.

Thus, we seethat theinfluence of diffraction scatter-
ing on the emission anisotropy depends on the crystal-
lographic orientation of the crystal surface. Equations
(4) and (5) allow oneto estimate the contribution of dif-
fraction scattering to the electron emission. The contri-
butions of inelastic processes, in particular plasmon
excitations, can be easily estimated by experimental
datafrom [15]. Similar angle dependences of the elec-
tron emission measured in [15] for elastic and satellite
plasmon peaksindicate that they are related to the same
poles of SF. Relatively small energy losses of the elec-
trons due to the excitation of plasma oscillations are
considerably smaller then the energy intervals between

neighboring multiplets (6), and angular distributions of
electrons, both excited and unexcited plasmons, are
formed by the same multiplet of reciprocal vectors.

Thiswork was supported by the Russian Foundation
for Basic Research, project no. 00-02-17693.
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The nonlinear Schrodinger equation model (NL SE)
is one of the most important and “universal” nonlinear
models of modern science. NLSE appears in many
branches of physics and applied mathematics, includ-
ing condensed matter and plasma physics, nonlinear
optics and quantum electronics, fluid mechanics, the-
ory of turbulence and phase transitions, biophysics, and
star formation. The best known solutions of the NLSE
are those for solitary waves, or solitons. The theory of
NL SE solitons was developed for thefirst timein 1971
by Zakharov and Shabat [1]. Zakharov and Shabat were
the first to apply the inverse scattering transform
method to this equation and derived a more general
form for its bright, dark, and multisoliton solutions[1, 2].
Over the years, not only was experimental verification
of the existence of NLSE solitonsin many branches of
modern science demonstrated, but also various properties
of solitons derivable from the result of the inverse scatter-
ing transform theory were identified. Hasegawa and Tap-
pert [3] were thefirst to show theoreticaly that an optical
pulsein a didectric fiber forms a solitary wave, based on
thefact that the wave envel ope satisfiesthe NL SE. Optical
solitons were discovered experimentally in 1980 by Mal-
lenauer, Stolen, and Gordon [4]. Today, optical solitons
are regarded as the natural data bits and as an important
aternative to the next generation of ultrahigh-speed opti-
ca telecommunication systems [5]. Picosecond optical
soliton theory, developed in the framework of the NLSE
model, has produced an excellent agreement between the-
ory and experiment [6, 7].

The problem of soliton management in the nonlin-
ear systems described by the NLSE model with varying
coefficients is a new and important one (see, e.g., the
review of optical soliton dispersion management prin-
ciples and research asit currently standsin [8-10], and

L This article was submitted by the authorsin English.

referencestherein). We would also note the fact that the
first soliton dispersion management experiment in a
fiber with hyperbolically decreasing group velocity dis-
persion was realized as early as in 1991 by Dianov’s
group at the General Physics Institute [11].

In this letter, we predict the existence of anew type
of temporal and spatial solitary waves for the NLSE
model with varying dispersion, nonlinearity, and gain
or absorption. We will then turn our attention to finding
solutions for specified soliton management conditions.
Different soliton management regimes are predicted.

Our starting point is the NLSE model with varying
coefficients:

9q° . 1

|— +

2 _*
L+ 20,2 2% + N2l a = ir@q". ()

09

oT

NLSE (1) is written here in standard soliton units, as
they are commonly known. Thereit is assumed that the
perturbations to the dispersion parameter D,(Z), non-
linearity N,(Z), and to the amplification or absorption
coefficient I'(Z) are not limited to the regime where
they are smooth and small. Due to the well-known spa-
tiotemporal analogy [1], both temporal and spatial soli-
tons are described by Eq. (1). In the case of temporal
solitons, T is the dimensionless time in the retarded
frame associated with the group velocity of wave pack-
ets at a particular optical carrier frequency. In the case
of two-dimensional spatial solitons, T = X represents a
transverse coordinate.

Theorem 1. Consider the NLSE model (1) with
varying dispersion, nonlinearity, and gain or absorp-
tion. Suppose that the Wronskian W{N,, D,} of the
functions N,(2) and D,(Z) does not vanish; the two func-
tions N,(Z) and D,(2) are thus linearly independent.
Then there is an infinite number of solitary-wave

0021-3640/00/7202-0089%$20.00 © 2000 MAIK “Nauka/Interperiodica’
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solutionsfor Eq. (1) written in the following form:

T2 = [REAPOQTP@T]

2

x exp[ii—P—(—Z—)Tz " iIK*(Z')dz},

2
0

where the real function Q*(S) describes the canonical
functional form of bright [sgn = +1, Q%S =
nsech(nP(2)T)] or dark [sgn -1, Q(9
ntanh(nP(2)T)] NLSE solitons [1-3], and the rea
functions D,(Z), Ny(2), I'(2), and P(2) satisfy the sys-
tem of equations

9P(2)
9z

3
W{N,(2), Ds(2)} _ _
D, )N,2) D,(2)P(2) = 2I'(2).

Theorem 2. Consider the NLSE model (1) with
varying dispersion, nonlinearity, and gain or absorp-
tion. Suppose that the Wronskian W{N,, D,} vanishes,
the two functions N,(Z) and D,(2) are thus linearly
dependent. Then thereis an infinite number of solitary-
wave solutions conserving the pulse areafor Eq. (1):

q°(Z,T) = CP)Q’[PQ)TI

+PX2)Dy(2) = O;

y exp[ii@ﬁ + iIK*(Z')dz}, )
0

where the real functions Q*(S) describe a canonical

form of bright (Q*(S) or dark (Q(S) NLSE solitons,

and the real functions P(Z), D,(Z), N,(Z) and I (2) sat-

isfy the system of equations

10P(2).

P oz’ .
1 0P(2) ©)

p (Z) 0Z
The explicit solutions for the traveling solitary waves
can easily be constructed by applying the Galileian

transformations and by using the equation for the * soli-
ton center” Tg,(Z) given by

0T (2)/0Z = -VD,(2), (6)

where V is the soliton group velocity (in the case of a
gpatia soliton, V = tan® and 6 is the angle of propa-
gation in the XZ plane).

By applying Theorems 1 and 2, we develop a sys-
tematic analytical approach to find the fundamental set
of the different NL SE soliton management regimes.

Case 1. Soliton dispersion management. In this
case, the dispersion management function D,(2) is

2r(2) =

C’Ny(Z) = Dy(2) =

assumed to be given: D,(Z) = ®(Z) (we cdll it the con-
trol function). The function ®(2) isonly required to be
once differentiable and once integrable, but is an other-
wise arbitrary function; there are no restrictions. Then
thereisan infinite number of solutionsfor Eq. (1) of the
form of bright and dark dispersion-managed solitons
represented by Eqg. (2), where the main functions P(2)
and I (2) are given by

P@2) = LR
[C- J’ ®(2)dz]
19 |,0P@)®(2)|0 ¥
rz) = zazlna 2
In the limit N(Z) = const, Eq. (7) reducesto
rQ = 1 P(2) +1.1 092 ®)

2[C J‘q)(z)dz] 2<D(Z) 0z ’

where C is the constant of integration.

Case 2. Saliton energy control. Inthis case, the soli-
ton energy-control function E(Z) = 2D,(Z)P(Z2)/Ny(2) is
assumed to be given. Thefunction E(Z) isonly required
to be once differentiable and once integrable, but is an
otherwise arbitrary function; there are no restrictions.
Then thereis an infinite number of solutionsfor Eq. (1)
of the form of bright and dark solitons represented by
Eq. (2), wherethe main functions D,(2), P(Z), and F(Z)
are given by

E(Z)N,(2)
DA2) = —55—
2P(2) ©
or(2) = In(E(Z)/2)
_ 1
P(2) = J_rexp[—E [E@NAZ)dZ+ c}. (10)

Case 3. Soliton intensity management. In this case,
the soliton pulse intensity (peak power) is assumed to
be controlled by the function ©(2) = D,(Z)P?(2)/N,(2),
where the control function ®(2) is only required to be
once differentiable and once integrable. Then there is
an infinite number of solutions for Eq. (1) of the form
of bright and dark solitons represented by Eq. (2),
where the main functions D,(2), P(2), and F(Z) are
given by quadratures:

o(2)

DA2) = —————;
[C~ [e(2)dz]

P@2) = [o@)dz+C, (11)
_ o(2) 1 90dz
2r(2) = ,
@) [C-[e@)dz] ©(2) 9z
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and the nonlinearity is assumed to be a constant
[Ny(2) = 1].

Case 4. Soliton pulse width management and the
problem of optimal soliton compression. In this case,
the soliton pulse width control function is assumed to
be given: Y(Z) = P~%(2). The real function Y{(Z) is only
required to be twice differentiable, but is an otherwise
arbitrary function; there are no restrictions. Then there
isaninfinite number of solutionsfor Eq. (1) of theform
of bright and dark solitons represented by Eq. (2),
where the main coefficients of the NLSE model D,(2)
and I (2) are given by

A
0Z’

19Y [@Ygla Y

D, = ~Yaz T hz0

2r(2) = (12)

Case 5. Soliton amplification management and the
problem of optimal soliton amplification. In this case,
the gain (or loss) function I (2) is assumed to be given:
'(2) = A(2). The gain control function A(Z) is only
required to be once integrable. Then thereis an infinite
number of solutions for Eq. (1) of the form of bright
and dark solitons represented by Eq. (2), where the
main functions D,(Z) and P(Z) are given by quadra-
tures:

IP(2)||Dx2)| = exp[J'Z/\(Z)dZ +C4], (23

D] = eXp{I[ZA(Z)iIP(Z)IIDz(Z)I]dZ’sz}, (14)

where the integration constants C, , are determined by
theinitial conditions.

Case 6. Combined nonlinear and dispersion soliton
management regimes. In this case, the Wronskian
W{N,, D,} isassumed to vanish, which means that the
nonlinearity and dispersion are linearly dependent
functions. The main feature of soliton solutions given
by Theorem 2 consists in the fact that the soliton pulse
areais conserved during propagation. Suppose that the
dispersion management function D,(Z) is determined
by the known control function D,(Z) = =(Z), where the
function =(2) is only required to be once integrable.
Then there is an infinite number of solutionsfor Eq. (1)
of the form of bright and dark conserving pulse area
dispersion-managed solitons represented by Eq. (4),
where the main functions D4(2), P(2), NZ(Z) and 2
are given by quadratures:

P(2) = -1/ [C—IE(Z)dZ]
(15)
N,(Z) = D,(2)/C?,

22 = E(Z)/[C—IE(Z)dZ]. (16)
The interested reader can take different control
functions ®(2) [Egs. (7), (8)]; E(2) [Eas. (9), (10)];
O(2) [Eq. (11)]; Y(2) [Eq. (12)]; A(Z) [Egs. (13), (14)];
and =(2) [Egs. (15), (16)] to find the novel “soliton
isands’ in a “sea of solitary waves’ for the NLSE
JETP LETTERS  Vol. 72
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model (1) by using algorithms developed in this work.
The soliton management scenario is determined by the
indefinite integralsin Egs. (7)—(16), which are elemen-
tary for practically any of the best known elementary
functions [considered here as a probe control or man-
agement functions ®(Z)...=(Z): rational, algebraic,
exponential and hyperbolic, trigonometric and loga-
rithmic, and their combinations. We will present the
most interesting (from the application point of view)
examples in a separate publication.

The main soliton features of the predicted analytical
solutions were investigated by using direct computer
simulations with an accuracy as high as 10-°. In future
publications, we will show that the predicted managed
solitary waves not only interact elastically, but they can
also form the bound states, and these bound states split
under weak perturbations.

Recently, Zakharov and Manakov [12] showed that,
in the strong dispersion-managed nonlinear system, the
leading nonlinear effect is the formation of a collective
average dispersion which isaresult of theinteraction of
all soliton pulses propagating along the optical fiber
communication line, and, in the leading order, the sys-
tem is described by an integrable Hamiltonian system
with a plethora of soliton solutions. It was shown that,
due to the formation of an additional collective disper-
sion, each pulse in the line generates long tails that
influence the shapes of the other pulses, and the pulses
feel each other when separated by an arbitrary long dis-
tance[12].

The methodology developed in this letter (Theo-
rems 1, 2) provides a systematic way to discover and
investigate another class of managed solitons with
canonical bright and dark soliton pulse profiles. The
surprising aspect is that anaytical solutions are
obtained here in quadratures. Their pure soliton-like
features are confirmed by accurate direct computer
simulations. We should also note that solitary wavesfor
the NLSE model (1) must be of a rather more generad
character than canonical solitons for the standard
NLSE model with constant coefficients, because the
generalized model (1) takesinto account arbitrary vari-
ations of group velocity dispersion D,(Z), nonlinearity
N,(Z), and gain (or absorption) '(Z). The results
obtained in thisletter are of general physicsinterest and
should be readily experimentally verified.

We would like to express special gratitude to Prof.
V.E. Zakharov for reading and commenting on the
entire manuscript and fruitful suggestions. Specia
thanks are dueto Prof T.H. Tieman for careful checking
of the manuscript.
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A new formalism for calculation of the spin correlation magnitude is developed. In this approach, the mean
value of an operator acting in the four-dimensional space of two-particle spin states has the form of a scalar
product of vectors defined in the three-dimensional direction space. A complete description of the two-particle
spin states satisfying Bell inequalitiesis given in this formalism. It is shown that these states include both fac-
torable and entangled states. © 2000 MAIK “ Nauka/Interperiodica” .

PACS numbers; 03.65.Bz

The Einstein—Podol sky—Rosen (EPR) paradox [1, 2] is
often formulated in terms of Bell inequalities[3, 4] which
are verified by the comparison of theory with experi-
ment. In connection with Bell inequalities, much atten-
tion is given to two-particle quantum states and to the
guestion as to for which of them the Bell inequalities
are fulfilled and for which they are not [5-14]. The
class of specific “entangled” states was distinguished
which are essentially guantum objects and are precisely
those for which the Bell inequalities were expected to
be violated.

In thiswork, a complete description is given for the
two-particle spin states for which the Bell inequalities
are fulfilled. It is shown that the entangled states also
belong to these states. We employ the standard formu-
lation of gquantum mechanics and specify quantum
states in terms of wave functions and density matrices.
The tomographic description of one-particle spin states
was givenin [15, 16]; for the two-particle states, asim-
ilar problem was solved in [17]; and the EPR paradox
was discussed in terms of quantum tomography in[18].

Let there be only one spin, for which the “up” and
“down” spin directions along the Z axis are denoted by
[+Cand Z — [-LJrespectively. Spin operators are specified
on these vectors by the relationships

SitD= S0 S0= 240

§l+0= SHI §F0= Ly @

=1 0= i1
Sp0= 340 SF-0= 5H0

The & operator of adoubled spin projection onto the
direction specified by vector a= (a,, a, a,) hastheform

a=2@a59) =2@aS+a5+as).

For the two-particle states, one can introduce the
operator [4]

a0 b = 4(a ") O (b, S?), )

defined in a four-dimensional linear space with basis
vectors

Yoo = I(D+I2)+0 W._ = [(1)+(2)-L)
Yo, = (D-H2)+0 w_ = |(1)-0(2)-U

Operator (3) corresponds to the observable called
the spin correlation. Let us study its properties. In basis
(4), operator (3) has the following matrix form:

(4)

. ab, a,(b,—ib,) (a—ia)b, (a—ia)(b—ib,) 5

A0b = 0 a, (b, +ib,) ab, (ax—iay)(by +iby) (ay—iay)b, g )
E (ax + iay) bz (ax + iay)(bx =i by) _azbz ! z(bx —i by) E
O (ax + iay)(bx +i by) _(ax + iay) bz - z(bx +i by) azbz O

0021-3640/00/7202-0093%$20.00 © 2000 MAIK “Nauka/Interperiodica’
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If the two-particle spin state in basis (4) is described
by the density matrix

p=leyl, i,j=1234, (6)

then the spin correlation can be represented as

% (Pra+ P+ Ps2tPar) 1(P1a—
Pa) (=P * Pt Px—

P = "PiJ” = Bi(pl4+p23_p32_

O (P12 + P21 —

In analyzing the many-particle states, it is often
worthwhile to divide them into three classes. factor-
able, separable, and entangled. The factorable statesare
the states whose density matrix p; can be represented as
a tensor product of the density matrices of its sub-
systems:

pr = p"Op" ©)
The states whose density matrix ps; can be represented

as asum of factorable density matrices are called sepa-
rable:

n

psr = S o (10)

The entangled states are the states whose density
matrices p, can be represented neither as (9) nor as
(10). In the case of two-particle systems, p® and p® are
the density matrices of one and the other particles,
respectively. The states p;, p¢, and p?, aswell asthe p,
states, may be both pure and mixed. For the factorable
states, EqQ. (7) for spin correlation can be simplified. Let

O g O
o= p®0pf = Dpll PL DD %Pn pler (11)

D P21 P2 D O p21 pzz O

Then, matrix (8) can be represented as a product of two
matrices:

O [l
0(pL+ps) 000

— PP - O., 4 o 0
P=(P)P = %I(plz_pﬂ)oog
0 (p(lll_pgz) 000 (12)
O . 0
0%+ p5) i(ph—p%) (Ph—P5) O
x 0 0
Joo0 0 o &
O o 0 0o 0

P —Ps3) 1(Pr2—

E(a, b) = Sp(al bp)

Up, O
g-x (7)
= (a,a,a,)P0b, 0= (a Pb),
00
Ob, O
where P isthe 3 x 3 matrix
P+ P32—Pa) (P1z+ Par—P2s—Pa2) E
Pa1) 1(P13— P31 —P2a+ Pa) % (8)
P2 =P+ Psz) (P11—P22—Paz+ Pag) [
For such p; matrices, the mean (7) takes the form
E(a, b) = Sp(al b
(2.b) = Sp(arl bp) W

= (P%a, P’b) = (r° a)(r®, b),
where

“ = ((pL2 + P20), 1 (P12 — P21), (P11 —P22))-

It follows from Eqg. (8) that the matrix correspond-
ing to state (10) is

Py = ZP = Z(P) PP,

where (P?)" and P® are matrices of the form (12).

(14)

Let there be a source emitting pairs of particles
forming a certain two-particle state and let a, b, ¢, and
d be four arbitrarily chosen directions. The Bell ine-
quality for the two-particle spin states has the form

|E(a, b) + E(a, ) + E(d, b) —E(d, )| < 2. (15)

One can readily see that the Bell inequality is fulfilled
for the ps; states.

Statement 1. If matrix P is representable as a sum
(14) with n terms, it cannot be represented as an anal o-
gous sum with a different number of terms.

This statement follows from the fact that there are
only three linearly independent matrices of the form
(22).

Thus, we have found that all matrices P are divided
into four nonintersecting classes: those irrepresentable
in the form of sum (14) and those representable in the
form of such sums containing one, two, and three
terms.

L et us now study the rel ationship between the matri-
ces p and P and find out which p matrices correspond
to the same matrix P.
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Statement 2. For every matrix P there is a six-
parameter set of p matrices. Their elements are

P1q = VA[Py; —Pyp—i(Pyp+ Py)l,

. (16)
P = UA[Py + Py +i(Pp—Py)l,
Pu = V4(1+Pgu+A +A,),
= UA(1—Py—A, +Ay),
P2 ( 13— AL+ A) (17)
P = VA4(1-Pgyu+ A —A,),
Pa = VA(1+Pyx—A—-A,),
P13 = VA[(P3—iPyg) + (A +iB)], (18)
Py = UA[—(P13—iPy) + (A3 +iBy3)],
P12 = VA[(Py —iPg) + (A +iByp)], (19)
Pas = UA[— (P —1Pg) + (A +iBy)].
Here,
Al’ AZ’ AlZ’ BlZ! A13! BlS (20)

are arbitrary real parameters.

Thisresult is consistent with the fact that the matri-
ces P and p are described by 9 and 15 parameters,
respectively. The ranges of parameters (20) are deter-
mined by the following constraints on the density
matrix elements (6):

Pis<l,  PiPj < PijPji- (21)

To this point, no assumptions were made about the
structure of the P and p matrices. Now let the matrix p
be factorable, i.e., representable in the form (9). Itisin
correspondence with afactorable P matrix of the form
(12). According to Statement 2, thereisasix-parameter
set of matrices p that are also in correspondence with P.
Let us clarify what restrictions should be imposed on
parameters (20) for the factorable matrices to be sepa-
rated from this set.

Statement 3. For every matrix P representable in
the form (12) there is a one-parameter set of factorable
matrices p. Their elements are determined by Egs. (16)—
(19) with the following additional constraints on
parameters (20):

A1A; = Py, P3Big = —PyAgs,
P31Biy = —PgAgy.
Ai(Agz +1Byg) = Py3—iPys,
Ay(A, +1Byy) = Py —iPg,.

We have found that parameters (20) must satisfy
relations (22) in order for the matrix p reconstructed
from the matrix P to be factorable. If these conditions
are not fulfilled, the matrix p is irrepresentable in the
form (9). It is aso irrepresentable as a sum (10)

because, according to Statement 1, in this case its
matrix P could not be written in the form (12). Never-

(22)
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theless, the Bell inequality isfulfilled for the stateswith
such a density matrix.

Thus, we have found a six-parameter set of states
whose density matrices are not factorized and are not
separable, but which satisfy the Bell inequality. In a
more general case, they should be supplemented by the
states whose P matrix is representabl e as sum (14) with
two and three terms.

The states possessing factorable P matrices (12) will
be called the P-factorable states; similarly, the P-sepa-
rable states possess P matrices (14); and P matrices of
the P-entangled states cannot be represented in the
form (14).

Using the P-matrix technique, one can refine the
Bell inequalities by expressing their right-hand sides
through the parameters of the P matrices of the respec-
tive state. Note, first of al, that Bell inequality (15) is
fulfilled for pure factorable states and there are sets of
vectors for which this inequality transforms to an
equality. Indeed, Eq. (13) is valid for factorable states.
Itiseasy to seethat, if the state p® is pure, the vector r®
has unit length:

Ir? = 1. (23)
If thisstate ismixed, then |r¢| < 1. Therefore, for factor-
able states (9), taking Eg. (13) into account, one can
obtain the inequality

|E(a, b) + E(a, ¢) + E(d, b) —E(d, d)| < 2|r°||r¥|. (24)

It isalso seen from Eq. (13) that the Bell inequality
can transform to an equality for the pure states and the
specific choice of vectorsa, b, ¢, and d; asto the mixed
states, they satisfy inequality (24), which is stronger
than theinitial inequality (15). Such inequalitieswill be
referred to as the generalized Bell inequalities. The
right-hand side of this inequality can be as small as
desired.

To this point, the two-particle P-factorable states
were considered. These states satisfy inequality (24). If
the state is P-separable, then each term in Eq. (14) sat-
isfies inequality (24) multiplied by the respective coef-
ficient. For the whole state, the inequality may be stron-
ger than the sum of individual inequalities.

Let us now consider the P-entangled state W
formed by the states W, and W, with probabilities w;
and w:

W= aW,, +BY_, W, = yW,_+3Y,
lol*+1B1* = 1,

|V|2+|6|2 =1, w+w, =1

(25)

The corresponding P matrix is
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E (yoU+ yIB)w, + (a B+ alB)w, 0 0 E
Pe = E 0 (ydU+ yIB)w, — (a U+ alB)w, 0 %L (26)

Selecting a, 3, y, and & so asto satisfy the condition

(apH+alB)w; =0,
(yoU+yB)w, = (w; —w,),
one obtains that state (26) satisfies the generalized Bell
inequality
|E(a, b) + E(a, ¢) + E(d, b) - E(d, ©)|
< 2./2|wy —wy.

It is seen that, depending on the probabilities of the
pure statesin the mixed state, the right-hand side of ine-
quality (28) can be both as small as desired and large
enough to violate the standard Bell inequality (15).

In the general case, the generalized Bell inequality
has the form

|E(a, b) + E(a, ¢) + E(d, b) — E(d, c)|
< J2sup([P()] + [P,

(27)

(28)

(29)

where sup is taken over all pairs of vectors n,, n, satis-
fying the conditions

(nyny) =0, [ng| = [Inj| = 1.

It immediately follows from the definition (7) of oper-
ator P that ||P||< 1; therefore, the maximum value of the

right-hand side of inequality (29) is 2./2. As is seen
from Eq. (28), this value is attained for the pure entan-
gled states.

The above analysis demonstrates that, from the fact
that a certain state satisfies Bell inequality (15), one
cannot draw any definite conclusion about the nature of
this state. It may be both entangled and factorable. If
inequality (15) is violated, the corresponding state is
necessarily entangled.

Anaternative conclusion isthe following: for every
state there is a more rigorous generalized inequality
whose right-hand side is determined by the norm of the
P matrix of this state. For the pure factorable states, this
norm is unity and they satisfy the usua inequality (15);

for the separable and mixed factorable states, the norm
of the P matrix isstrictly lessthan unity and they satisfy
the generalized Bell inequality (24). The entangled
states satisfy generalized inequalities (29).
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