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Abstract—Theresults of theoretical study of the condensate of excited statesin magnesium are reported. Exci-
tations are described in the framework of the Hartree—Fock method taking into account energy level widths. It
isshown that conditionsfor the emergence of condensed excited states are created in the optical range of atomic
excitation energies. In the Mg, system, such conditions are created for any (indefinitely small) excitation fields
inthe optical energy range. The weaker the external field, the longer the lifetime and the shallower the potential
well for the condensate of excitations. Most stable excitations in Mg, were detected at atomic spacings on the

order of 9 Bohr radii. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

Excitation condensate (EC) was mentioned for the
first time in [1]. The genera theory of EC in atoms,
molecules, and impurity centers of solidswas described
in [2]. In [3], experimental and theoretical results on
condensed states in a system of excited cesium atoms
were described. The existence of an isolated region of a
metastable nonideal plasma [4] is not an exceptional
property inherent in cesium alone [5]. It was noted
in[6] that alkali metal atoms attain a size of 107°—
1075 cm for excitation energies close to the ionization
energy and may form a metastable condensate for an
atomic density of ~10%-10'® cm=3. EC clusters of
hydrocarbons and EC hydrogen layers on the surface
were mentioned in [7]. In all probability, the EC can
also be formed in a natural way. For example, globe
lightning as an EC was described in [8].

In our opinion, the most important experiments
were performed with excited cesium (see [3, 57, 9]
and the literature cited therein). The experiments of
Swedish researchers with a thermionic converter of
thermal energy into electric energy in the form of a
cesium diode, whose emitter and collector are main-
tained at different temperatures, are of prime impor-
tance. Cesium vapor was supplied viaacollector grid to
the electrode gap and then condensed on the walls of a
bell jar in which the thermionic converter was placed.
The main evidence of the emergence of an EC was the
peculiar shape of the current-voltage characteristics of
the thermionic converter with a dynamic cesium vapor
supply to the electrode gap (namely, a decrease in the
collector work function to avalue below 0.7 €V) and a
considerable increase in the output voltage. Mass spec-
troscopy studies reveal ed the presence of clustersinthe
electrode gap, which contained up to 1000 atoms. Rus-
sian researchers [6] performed experiments analogous
to those described above using improved devices and

methods. However, they failed to completely reproduce
the EC characteristics. For example, when the equilib-
rium regime of cesium vapor supply was changed to a
dynamic mode, the work function of the collector
decreased only to 1 eV. According to estimates, the
clusters formed in the EC contain approximately
100 atoms with an EC decay time exceeding the decay
time of a cluster-free plasma by one or two orders of
magnitude.

However, we share the conclusions drawn in [ 3] that
the idea of condensation of excitations has been
employed insufficiently by theorists as well as experi-
menters in spite of its simplicity and has been consid-
ered only in alimited number of casesin recent years.

Here, we report on the results of theoretical analysis
of EC in magnesium. Excitations are described in the
framework of the Hartree—Fock taking into account the
widths of atomic levels. The idea that atomic level
width should be taken into account was employed for
the first time in [10], where excited hydrogen wave-
functions were cal culated. We use thisideafor calcul at-
ing the wavefunctions of excited states of multielectron
atoms[11]. The basic method in our study wasthe Har-
tree—Fock method. In our opinion, the one-electron
Hartree—Fock method is the most consistent approach.
All approximations are well-defined in it and it is clear
(at leadt, in principle) what should be doneto leave this
approximation and to obtain more and more exact
results. The main point isthat this method makesit pos-
sible to satisfactorily describe the ground state as well
as excitations in simple multielectron systems.

2. COMPUTATIONAL TECHNIQUE

Let us first consider the standard solution to the
spectral problem of the ground state of a multielectron
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atom in the Hartree—Fock approximation:

Fu = EU. 1
The central-field approximation makes it possible to
separate radial and angular variables and to seek the
eigenfunctions of the Fock operator F inthe form of the

product of theradial function R(r) and the angular func-
tion Y(0, ¢),

Y = R(r)Y(8, 9), ()
where
=AY = [(1 +1)Y, 'S_I mY. 3

Here, A isthe spherical Laplace operator. If we require
that solutions to Egs. (3) be regular on a sphere for 0 <
8<1m 0< ¢ < 2m continuous for 8 =0 and 6 = 11, and
satisfy the condition Y(6, ¢ + 2m) = Y(6, ¢), we arrive
at the eigenvalue problem permitting solutions for
Egs. (3) only for integral valuesof | =0, 1, 2, ... and
m=0, +1, ..., #l.

Let us now consider the excited states of an atomin
equilibrium field. Other particles surrounding the atom
under investigation will beincluded in the concept of a
thermostat. Such excitations may decay spontaneously
over afinitetime t and possess, in accordance with the
indeterminacy relation, a finite width ' ~ A/t of the
energy level characterizing a quasi-stationary system.
The wavefunction describing this system must contain
an exponential factor such that the probabilities defined
by the sgquared modulus of the wavefunction decay
according to the law exp(—T t/f):

Y, 1) = wr)expm%-'-gg;ig @

We assume that the central field approximation is
justified in describing excitations to the same extent as
in describing unfilled shells of the ground state. In this
case, it is convenient to seek the function i(r) appear-
ing on the right-hand side of Eq. (4) inform (2). More-
over, let us suppose that angular function Y(6, ¢) satis-
fies the same Egs. (3), but is regular only in ¢. The
arbitrary behavior of thisfunction on the spherein vari-
able © removes the limitation on integral values of
parameter |. We assume that this parameter is complex-
valued in the general case (L = | + X + iy, where as
before, | assumes integral values). The range of the
complex correction X + iy can be limited in this case:
[X|] <0.5and ly| < 0.5. Thus, the problem of determining
the spectrum of orbital excitations of an atom can be
reduced to the eigenvalue problem for the time-inde-
pendent Schrodinger equation:

+ B h° u+|vD
2m

v = e ()

Here, F isthe Fock operator, u=x(x + 2| + 1) —y?, and
v =y(2x + 2| + 1). It should be noted that problem (5)
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fory# 0isessentialy non-Hermitian with complex val-
ues of energy € = E—il'/2. Trying al possible values of
[X] < 0.5 and |y| < 0.5 in the search for self-consistent
solutions of Eq. (5), we can trace the spectral character-
istics of an excited atom from the minimum of its total
energy.

In the subsequent analysis, we will use the atomic
system of units. To passto this system of units, it is suf-
ficient to assume that in all relations used here, the
Planck constant # = 1, the squared electron charge
€’ = 2, and the electron mass m = 1/2. Then the energy
will be measured in Rydbergs and the distance in Bohr
radii.

3. RESULTS OF COMPUTATION
AND DISCUSSION

We solved problem (5) using the Routan method in
the basis of the Gaussian functions. For the object of
investigation, we initially chose beryllium, which is
one of the ssimplest elements in the Periodic Table. As
expected, no EC is formed in beryllium in the X-ray
excitation energy range [11]. It was found that condi-
tions for the EC formation are created in the case of
excitation of atoms in the optical energy range. How-
ever, thefields converting the ground state of atomsinto
the system of excited states whose decay may lead to
EC formation are comparable to the fields in the atom
itself. To verify the assumption that conditions for EC
formation can be created in weaker external fields also,
we placed the atom under study in the field of another
beryllium atom. Calculations show that short-lived
excitations with high-intensity electron transitions to
2p-symmetry states are formed in Be,. The Be, system
becomes more stable for atomic spacings on the order
of four Bohr radii. The results obtained by us suggest
that the EC that can be formed when the atom in ques-
tion isplaced in the field of two, three, or alarger num-
ber of atoms is even more stable in energy and has a
longer life. Obviously, the combination of two or three
atomsis not acondensate. Here and below, we treat EC
as asystem of atoms, molecules, or impurity centersin
various media, in which a new phase can be formed
owing to the interaction between excited electrons.
Such an EC phase can al so be obtained as adecay prod-
uct of a strongly Coulomb-bound |ow-temperature
plasma.

Using beryllium as an example, we proved that the
engagement of all possible orbitals, including those
with decay, makes it possible to describe the result of
interaction of excited electrons with the fields. The ori-
gin of the fields causing an excitation isimmaterial. In
particular, these can be the fields produced by a system
of excited atoms or molecules surrounding the excita-
tion center under study. It is important that we could
discover, along with the ground state, the states with
local minima of total energy characterized by a long
decay time.
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Fig. 1. Dependence of the rea (a) and imaginary (b) parts
of thetotal energy of amagnesium atom on parameter y for
x = 0, 0.001, 0.002, and 0.003. The lower the curve, the
higher the value of parameter x corresponding to it.

In our opinion, it is more promising to work with
heavier atoms. To verify the assumption that the heavier
adimer, thelonger its excitation time, we chose magne-
sium, viz., an element also belonging to the second
group in the Periodic system. Calculations were made
inthe framework of the above scheme. We solved prob-
lem (5) numerically in a basis of Gaussian-type func-
tions using 12 functions in the expansion in | = 0 and
8 functions in the expansion in | = 1. Our estimates
proved that a basis of such alength is quite suitable for
solving Egs. (5) with the help of the Routan method for
magnesium atom if |x| < 0.03 and |y| < 0.03 since an
increase in the length of this basis does not change the
required accuracy of all values presented below for dis-
cussion.

The results of calculation of the total energy of an
excited magnesium atom as a function of parameter y
for x = 0, 0.001, 0.002, and 0.003 are presented in
Fig. 1. The rea part Reé of the total energy shown in
Fig. la decreases monotonically with increasing x
and y. This points towards the existence of more advan-
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Fig. 2. Dependence of the rea (a) and imaginary (b) parts
of thetotal energy of electrons of two magnesium atoms on
the distance d between them for three values of parameter y
and x = 0 in the optical excitation energy range; d is mea-
sured in Bohr radii ag.

tageous excited states (from the energy point of view)
as compared to the ground state. However, the lifetime
of such states, estimated using the uncertainty relation
from the imaginary part Imé of the total energy, is
finite everywhere except in the statesfor which Imé =0.
The presence of points at which Imé€ = 0 on the curves
describing the dependence of Imé on parameter y
(Fig. 1b) indicates that long-lived excitations can exist
in principle in magnesium. The value of Imé = 0,
which is closest to the principal value, is attained for
x=0and y = 0.017. However, it is rather difficult to
exert such astrong action on the atom, corresponding to
y = 0.017, in the optical energy range. Nevertheless, a
long-lived excitation can be obtained if, for example,
we place such an atom in the field produced by another
atom. To verify this assumption, we cal culated the total
energy of two magnesium atoms as a function of the
distance between them for small values of parameter y.
The results of calculations presented in Fig. 2a show
that Reé (the real part of the total energy of the elec-
trons of two atoms) in the excited state is everywhere
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Fig. 3. Curves describing the dependence of the energy of 1s(a), 2s (b), 2p (¢), 3s(d), and 4s (e) electrons of two magnesium atoms

on the distance d between them for x=0andy = 2 x 10%inthe optical excitation energy range. The energy is measured relative to
the energy of 1s (a), 2s (b), 2p (c), 3s (d), and 4s (€) electrons of a magnesium atom; d is measured in Bohr radii ag.

smaller than the total energy of the ground statefory =y =2 x 105, It should be noted that these lifetimes esti-
0. Moreover, the value of Re€ isthe smaller, thelarger  mated with the help of the uncertainty relation from the
the value of y; however, the lifetime of such excitations  imaginary part of the total energy barely change upon
decreases with increasing y. For instance, it is on the anincreasein the atomic spacing up to seven Bohr radii
order of 80 fsfor y = 107 and nearly half thisvaluefor for each fixed value of y (see Fig. 2b) in contrast to
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Fig. 4. Dependence of theimaginary part of the energy of s
electrons of two magnesium atoms on the distance d

between them for x=0andy = 2 x 10 in the optical exci-
tation energy range; d is measured in Bohr radii ag.

jump-like behavior of Re€ as a function of distance
(Fig. 29).

We attribute such a jump-like behavior of the real
part of the total energy of two magnesium atoms as a
function of the distance between these atoms to the
rearrangement of the electron structure shownin Fig. 3.
The stepwise changein the spectral structure of the core
states of the 1s symmetry (Fig. 3a) is substantially
smaller than stepwise variations of the spectra of states
with 2s symmetry (Fig. 3b) and 2p symmetry (Fig. 3c).
We believe that the change in the type of bond in
2p-symmetry states with increasing distance led to a
stepwise change in the spectrum in levels with lower
energies also. The 3s (Fig. 3d) and 4s-symmetry
(Fig. 3e) states with higher energies do not experience
jumps, although absolute variations in the spectrum of
these states are the strongest.

The lifetime of electrons in the s-states can be esti-
mated from the value of I, (the imaginary part of the
electron energy in these states) as afunction of the dis-
tance between magnesium atoms, which is shown in
Fig. 4 for x=0and y = 2 x 107%, using the uncertainty
relation. Excitations of electrons in the 3s| states
belonging to the first atom and in the 3s1l states
belonging to the second atom decay over virtualy the
same time on the order of 500 fs. Excitations of elec-
trons in the 4s state turn out to be long-lived for large
distances between the atoms. For smaller distances
beginning from 23 Bohr radii, thelifetime of these exci-
tations rapidly decreases to values on the order of
200fs, attains its minimum value ~60 fs when the
atomic spacing decreases to 8 Bohr radii, followed by a
sharp increase to 500 fs.
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4. CONCLUSIONS

We proposed here amethod for cal culating the spec-
tral characteristics and the decay timefor excited states.
Analysis of the results of calculations leads to the con-
cluson that excitations of magnesium atoms in the
optical energy range create conditions for the emer-
gence of EC. It has been shown that a condensate of
excited states can beformed in Mg, for any indefinitely
small external excitation fields in the optical energy
range. The lower the intensity, the longer the lifetime
and the shallower the potential well for EC in Mg,. A
competition exists between the depth of the potential
well for EC and itslifetime. The most stable excitations
exist in Mg, for atomic spacing on the order of 9 Bohr
radii and in Be, for atomic spacings of 4 Bohr radii.
Excitation condensatein Mg, ismore stable than in Be,
as regards lifetimes as well as the depth of potentia
wells.
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Abstract—The complex permittivity tensor of a magnetically active isotropic medium is expanded, to third-
order accuracy, in terms of a small parameter equal to the ratio of the mean distance between the atoms of the
medium to the wavelength of an electromagnetic wave. A dispersion equation is constructed. On the basis of
this equation, the refractive indices of the medium for normal waves are obtained when alongitudinal magnetic
field is applied to the medium. It is shown that cal culations to third-order accuracy yield different valuesfor the
velocities of all four normal wavesthat propagate in the medium in forward and backward directions. Calcula
tionsare carried out for the experiment conducted with the use of aring laser for measuring the expansion coef-
ficients of the complex permittivity tensor that are responsible for the small difference between the velocities
of the normal waves propagating in forward and backward directions. It is shown that, in the case of anisotropic
optically nonactive medium, the third-order expansion coefficients can be measured by means of aring laser

with an absolute accuracy on the order of 1074, © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

By optical nonreciprocity isusually meant the prop-
erty of a material medium to provide different condi-
tions for the propagation of light in forward and back-
ward directions. Nonreciprocity may manifest itself in
the phase (propagation velocity), amplitude, or the
polarization of an electromagnetic wave.

A large number of works have been devoted to the
theoretical and experimental study of optical nonreci-
procity (see, for example, the survey [1] and the refer-
ences therein). In particular, the contributions of the
Faraday effect and the natural optical activity to nonre-
ciprocal phenomenain anisotropic media were studied
in [2]. The phase nonreciprocity in optically active
(gyrotropic) crystals that results from the above-men-
tioned physical factors, however small, can be mea
sured in experiments with ring lasers. However, the
case considered in [2] does not exhaust all possible
mechanisms of the onset of optical nonreciprocity in
condensed media because the expansions of theinverse
tensor of the complex permittivity used in [2] do not
contain third-order terms (with respect to the ratio of
the mean interatomic distance to the wavelength of the
incident electromagnetic wave), which can be mea
sured by modern experimental techniques.

Let us show by a simple example of a magnetically
activeisotropic medium that the third-order coefficients
must be taken into account, because it is these coeffi-

cientsthat are responsiblefor the optical nonreciprocity
even in the absence of thefirst-order spatial dispersion.

Consider a nonmagnetic isotropic medium in an
external magnetic field H. In the general case [3-7], the
relation between the flux densities and the fields is
expressed as

D; = &m(w, K)En+ ajn(w, K)H,,

Bj = Bjm(w! k)Em+ ujm(w’ k)Hm'

However, taking into account the spatial dispersion, we
may assume that [3]

Bjm(w! k) = ajm(wi k) = 01
Him(w, k) = Ojm,

for nonmagnetic media, where 9§, is the Kronecker
delta

The complex permittivity tensor €., of such a
medium [3-7] is afunction of frequency w, wavevector
k, and the external magnetic field H. In the transmis-
sion band, this tensor must satisfy the following condi-
tions[3]:

enn(w, k,H) = g,,(w, k, H),
enn(w, k,H) = g,,(—w, —k, H), 1)
€m(w, k, H) = g,,(w,—k,—H).

1063-7761/05/10102-0202$26.00 © 2005 Pleiades Publishing, Inc.
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The tensor ¢,,,, as afunction of k is characterized by a
small parameter & = a/A, where a is a characteristic
length of the medium (the size of molecules, the lattice
constant, the mean distance between molecules, etc.)
and A is the wavelength in the medium. For condensed
mediain the optical region of the spectrum, the param-
eter dissmal: d ~ 1073,

The measurements [6] of the magnetic rotation
angles of the polarization plane in magneticaly active
media show that, for H ~ 102 G, the dependence of the
tensor €,,,, 0n the external magnetic field can be charac-
terized by the square of the parameter &.

Thus, the tensor €,,,, can be expanded in seriesin the
small parameter d ~ 1072, In the simplest case when the
optical properties of the medium differ from isotropic
ones only in the directions determined by the vectors k
and H, aphenomenological expansion of the tensor €,
satisfying conditions (1) takes the following form in
Cartesian coordinates in the three-dimensional Euclid-
ean space:

Ean(w, k, H) = [s+a2k2+%)xa4k D—qénm

+ix[ay + 0k’ €nmik; + askokn %)
W w
+ |Ea6enmj Hj + EXG7[anm + kan] + Onm(64)1

wherey isan axia scalar (pseudoscalar) that isequal to
+1 in right-hand coordinates and —1 in left-hand coor-
dinates and e,; isthe Levi-Civita symbol.

Tofacilitate further calculations, let usintroduce the
following notation:

2 2

W~ w w W
k = _nS, fl = —(Xl, 82 = —0(2, f2 = —Gs,

C c C2 CZ

2 3

W w w W
h, = =a, = =d, hy = =0, f;3 = =as;,
2= Y Bs cdr Ns &2 4 I3 e 3

where Sisaunit vector and n isthe refractive index of
the medium.
Then, expression (2) isrewritten as

gn(w Kk, H) = [e+&,n° +XhASTH]S,,,
HiX[ 10+ f37] €Sy + FoR°S S+ ihgeamHy (3)

+XBaA[ S Hm + SpHAl + Opn(3%),

where € = g(w) is a zeroth-order term in the small
parameter d; f; is a first-order term; €,, f,, and h, are
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second-order terms; f5, h;, and 3; are third-order terms;
and O,(0% stands for small terms of the fourth and
higher ordersin o.

The physical meaning of the expansion coefficients
of the tensor €, in (3) isobvious: the coefficientsf; ~ 0
and f; ~ &° characterize the optical activity of the sub-
stance in the first- and third-order terms, respectively;
f, ~ &% and € ~ 6 describe the effect of spatial dispersion
on the tensor €,,,, in the second order in d; h, character-
izes the magnetic activity of an isotropic substance; and
the coefficients h; and [3; describe the combined effect
of the spatial dispersion and the magnetic activity on
thetensor €,,, in the third order in d.

In view of the second relationin (1), the scalar coef-
ficientse, ¢,, f,, hs, and 35 in (3) are even functions of
frequency w, whilethe coefficientsf,, f;, and h, are odd
functions.

2. DISPERSION EQUATION
AND ITS SOLUTION

Consider a plane electromagnetic wave with the
vectors E,, D,,, and B, = H,, proportional to
exp{ —i[wt —k - r]}. In this case, the equations of mac-
roscopic electrodynamics are represented as

w

kxH, = 2D, @
C

kxE, = —ZH,. (4)

Eliminating the vector H,, from the first equation of
system (4) and using the second equation, we obtain the
system of algebraic equations N, E,, = 0, where

2
Mo = %{[s+e2ﬁ2+xhaﬁs [H]S o

HIXALFL+ Faf ] €S + oM S+ ihaenmH;  (5)

+ XBaN[SyHm + SoHnl + Opn(8")} + Kok — K281 -

Asisknown, for this system of equationsto have anon-
trivial solution, it is necessary that det||M,,.,|| = O.

It is convenient to perform further calculations with
the use of the tensor relations obtained in [8, 9].

Let us introduce certain definitions. Consider an
arbitrary second-rank tensor A, in the three-dimen-
siona Euclidean space whose metric tensor coincides
with the Kronecker tensor d,,,, in Cartesian coordinates.
We define the Nth power of this tensor, where N is a

nonnegativeinteger, asatensor AU\ given by the prod-
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uct of N tensors A,,,, whose indices are contracted by the
rule

AN = ALA LA
Dﬂd’ﬁmd“‘m

Contracting the remaining indices in this expression,
we obtain an invariant of the Nth power of this tensor:

= aAN) — A(N)
A(N)=A - Akk .

According to this definition, for N= 0, weset AlY =
0, asaresult, the zero-degree invariant of any second-

rank tensor in the three-dimensional space is equal to
three:

Ao =3.

According to [9], the third power of the tensor A,
in the three-dimensional Euclidean space can be
expressed in terms of lower powers of thistensor and its
invariants:

1
A = AmrA) * 5 Al Ay~ Al
1
* 50l 2R = 3An) A + Al

In this notation, the determinant of the third-order
matrix whose elements are given by the components of
the tensor A, takes the form

0t Anell = E[2Ac—3AnAm + ALl (6)
6

If det||Am|l # O and det||A|| # +oo, then one can

construct the inverse tensor Affn?, which satisfies the
relation

(-1) —
A Ay = B

Thistensor is expressed as

6AE12n)1 - 6AnmA(l) + 36nm[ A(Zl) — A(Z)]
L .
[2A@) —3Am A + Anl

-1 —
Anm -

(7)

Using formulas (5) and (6), we obtain the following
dispersion equation from the condition det|| .|| = O:

g[e -’ + XeN[3eh, + 26B5—2f,h,] S TH

+en’[3ee, +ef,— 3] + A°h3[H? = (SH)?
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—4xen’[hy + B STH — 2en*[ 2¢, + f,]
+XN°[hs + 2B STH + [, + f,] (8)
+n'[3ee5+ 2ee,f,—2ef, fo—e,fo— 21,
—ehiH? —2i%,[¢, + f,]

+[£~ 1] [€ Opn(8") —11"S,S,0m(8")] = 0.

We will seek a solution to this equation in the form

n=.e+F, 9
where F is an unknown function that contains small
guantities.

Substituting (9) into Eqg. (8) and solving it, we find
the function F:

F= 8—1€{aﬁ[8£f1+8xﬁhzsm

+[f3+12¢ee,f, +8e”f4]] +4e[f>+2¢eg,]  (10)

+4x Je[2eh; + f1h,]STH} + O(8Y),

wherea = 1 (the plus sign corresponds to the first nor-
mal wave, and the minus sign, to the second normal
wave).

Thus, in a medium with the complex permittivity
tensor (3), two normal waves with the phase velocities
Vpn = w/k may propagate in each direction:

0 a
viz= S-St
M kO 24

+8—1€[(f§—4esz)—4axhzsm]

1

U
-[ae”f5 + X (ehs— F:1h,)STH] O
24E 0

Therefractiveindices n = ck/w of the medium for these
waves are given by

A(w) = Je+3f,+ L[ 2+ 4ge, + daxh,S TH]
2 8A/;:

(11)

+3[0l(e fo+ 1,85) + XNaSTH].

Notethat, by virtue of relations (9) and (10), the formu-
las for the refractive indices of the medium represent
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expansions in the small parameter d up to the cubic
termsinclusive.

It follows from (9) and (10) that the phase velocities
of the normal waves and the refractive indices of an
optically active isotropic medium in an external mag-
netic field depend on the sign of S - H. This means that
the medium is optically nonreciprocal, because the
phase velocity of each normal wave depends on which
direction, along or opposite the external magnetic
field H, awave propagates.

3. POLARIZATION STATES
OF NORMAL WAVES

The solution of dispersion equation (8) for a nonab-
sorbing isotropic medium with the complex permittiv-
ity tensor (3) has shown that, in this medium, two nor-
mal waves with different phase velocities may propa
gate in each direction.

Now, we consider the polarization states of these
normal waves. In the optics of anisotropic and gyrotro-
pic media, the polarization of an electromagnetic wave
is usually defined by the vector D, which, according to
the equation divD = 0, is perpendicular to the vector k.
Therefore, to study the polarizations of normal waves,
one should rewrite the constitutive equations as

— D
En - 8nm Dml

where £ isthe inverse of the tensor &y..

Using formulas (3) and (7), one can easily find an
expansion of thetensor €2 in seriesin the dimension-
less parameter & up to the cubic termsinclusive:

-1 1 2 ~2, .2
eh) = g{e[s +R%(f]—egy)

+xn(2f1h,—hze)STH]d,,
—i[XR[R*(e*f5—2f,e8,+ f3)

(12)

2 2
+f.871ey S +eheHi ]

—en[ef,+ 1] S,Sy—XeN[ f1h, + €B4]
X (HoSn+ HnS))} + Opn(3%).

The equations of macroscopic electrodynamics,
expressed in terms of the vector D, take the form

w

(1) W w
EDwv e|jnkj“':nm D

kxH, = O
c
Eliminating H,, from these equations, we obtain

MmDm = 0,
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where the tensor I, ,, has the form
c eCh _
%( kp pm

Substituting relation (12) into this expression, we
obtain

kel + Zérr{j.
¢ 0

Com = %{[sg[s—ﬁz] +en'[ee,— 3]
€EC
+xen’[ehy;—2f,h,] STH]S,,,

+S,Sulxen[ f1h, —€(hs + Bg)] S TH

—e’e,n° +efin*+¢€’] (13)

+iXem SIN'[e*fs— 28,y + f1] + e’ ]

. 2~2 . 2 ~2
+ieH;e"Nh, + 1§60, S,H;e°h;n

+H SXe 1, +€Be]} + ZOm(8").

As expected, the equation det||,,|| = O has the same
roots as the equation det||IM,,.,|| = O.

Let us orient the axes of the right-hand (x = +1)
coordinate system so that the z axis is parallel to the
wavevector k. Then, k ={0, 0, &k}, where & = 1 for the
wave propagating in the positive direction of the axis z
and ¢ = -1 for the wave propagating in the opposite
direction.

It follows from (13) that, in this system, the coordi-
nates of the components I';; and M5, vanish and I35 =
w/c. Therefore, D, = 0in this system of coordinates.

The remaining two equations of the system I",zDg =0
have a zero determinant. Hence, one of these equations
isindependent:

M:Dx+I,Dy = 0.

Substituting the coefficients I'y; and I, calculated in
the chosen system of coordinates to third-order accu-
racy inthe small parameter 4 into the aboverelation and
taking into account formulas (11) and (13), we obtain
Ma{Dyx—ia&Dy} =0, (14

where

{8agf,+4./e[3ef+20Eh,H,)]

rll:_

80«/_

+[208 f,h,H, + a(17F5 —4e f,e, + 87f,)]} .

No. 2 2005



206
Equation (14) yields
Dy = iagD,.

Thismeansthat both normal waves (a = £1) inthiscase
are circularly polarized, but the signs of rotation of the
vector D in these waves are opposite.

4. TRANSMISSION
OF ELECTROMAGNETIC WAVES
THROUGH A PLANE-PARALLEL PLATE
AT NORMAL INCIDENCE

Consider a plane-parallel layer of a substance with
the tensor €, given by (3). Without loss of generality,
we will assume that the substance layer is enclosed
between the planesz=0and z= L.

Suppose that a monochromatic €electromagnetic
wave of frequency w, polarized along the x axis, isinci-
dent on this layer from vacuum and that the vector k of
this wave is pardlel to the z axis. In the steady-state
mode, there exist incident and reflected waves in the
region z < 0, two pairs of normal waves that propagate
in opposite directionsin theregion 0 < z< L, and a
transmitted electromagnetic wave in the region z > L.
Let us find the amplitudes and phases of the reflected
and transmitted waves.

Away from the absorption bands, the refractiveindi-
ces of the medium for the normal waves propagating in
the positive direction of the axis z are represented as

ny = Je+ SF,+ —=[(11+dze;) + 4h,H]

8./

+ 2ThaH, + (e Fo+ F12,)],
(15)

n, = [a——f +8I[(f 2+ 4ge,) —4h,H))

1
+§[h3Hz—(5f3+ fi€,)].

For the wavesthat propagate in the negative direction of
the axis z, we have

1 1 2
N, = Je+=f, + —[(f°+ 4ee,) —4h,H
3 2 1 8,\/5[( 1 2) 2 L.l

~SThaH, ~(fo+ 28],
(16)

JE— fy +8f

1
_é[hSHz"' (efz+ fi8))].

[(f +4¢gg,) + 4h,H)]
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In the region z < 0, the vector E can be represented as
E = {Exe+iEye} exp[—icoB - %}

+{E e+ Ejyey exp[—i w% + %}

Intheregion0<z<L, itisconvenient to represent the
vector E in terms of the components of the vector D:

= {e{(ny) +igb(ny)} Dy,

x exp[—le
x exp[—l w%

}+{s< D(n,) —ieG(n,) Dy,
(17)

4]+ (eh2 (n9) —iel(n2) D,

x exp| o + TH| + (e (na) + el (n2) Dy

x exp[—l oo% + Z—‘D}

Finally, intheregion z> L, we have
E = {Esxect+E; e} exp[—i w% - %}

The unknown components E;,, E;y, Dy, Dy, D3y, Dy,
Esy, and E;, are determined from the standard condi-
tions that the tangential components of the vectors E
and H = ck x E/w are continuous across the surfaces
z=0and z= L. Taking into account that the relations

-1) — (-1 -1) — (-1)
S11 (n) = gx°(n), 812 (n) = =& °(n)

hold in the chosen system of coordinates, after simple
but tedious calculations, we obtain

Eix = —BEoxt Y1+ Y, +Y5+Y,,

Esy = [Ylexp[i%nl} + Yzexp[i(%l‘nz}

+ Y3exp[—i w—LnQJ + Y4exp[—i w—"mﬂ
c c
. wL
x exp[—l - }
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Esy = —i [Ylexp[i%l‘nl} —Yzexp[i%l‘nz}
(18)
—Y3exp[—i %Lns} + Y4exp[—i %Lmﬂ

X exp[—i %L}

iY,

[e57(ny) +ie5"(n,)]”
iy,

[€57(ny) —ie5” (n,)]
iY,

[€5"(ng) —ie5 " (ng)]”
iy,

[e57(n,) +ies (n)]

where

(1+717)Ey,

2| 1—r r,exp _i %)(nl +n,) L_

(1+71,)Eo,

2| 1—r,ryexp _i %(n2 +ns) L_

(1+ rs)rzEOXEXp[i %(nz + ) L}

<
w
1}

2[1— r2r3exp[i %’(nz +ng) Lﬂ |

(1+ r4)r1E0Xexp[i %)(nl +n,) L}

2[1— r1r4exp[i %)(nl +n,) Lﬂ |

, a=12234.

Neglecting the spatial dispersion and the magnetic
activity, we obtain the well-known [3] relations for the
complex amplitudesfrom (18) in the case when an el ec-
tromagnetic wave is transmitted through a plane-paral-
lel layer of an isotropic substance.

If alinearly polarized monochromatic electromag-
netic wave propagates in the negative direction of the
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axis z, then there are incident and refl ected wavesin the
regionz> L.:

E = EOXeXexp[—iooB + %}
+{E&+E.6} exp[—i ooB - g}

In the region 0 < z < L, the vector E is defined by an
expression similar to (17), and, intheregion z< O, there
is atransmitted wave given by

E = {Ee+E, e} exp[—i m% + (—%}

Then, by virtue of the boundary conditions at z= 0 and
z=L, wehave

Epx = Xi=Xo= X3+ Xy,
Epy = [ X+ X+ X3+ X]],

| . .
Ex = D‘EOXGXD[_| Q)_L} + XleXp[|w_Ln1}
0 Cc c

-X, exp[i w_an} - X3exp[—i w—Lns}
c c
c

+ X4exp[—i %Lnd Eexp[—i (*)—L]

: L
E, = —|[X1exp[|?nl}
(19)
+ Xzexp[i %an} + X3exp[—i %Lns}

+ X4exp[—i %LmH exp[—i (’LL} :

C

iX,
Dly - -1 - (-1 !
(57 (ny) +igs”(ny)]

i X,
D2y = -1 N !
[e57(ny) —ies”(ny)]

D. = i X,
3y 1 . (~1 ’
[e57(ng) —ies” (ny)]
D4y = -1 . (-1 !
[57(n,) +igs”(ny)]
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where
(L+ )0 Eovexp| i Ty~ 1)L |
Xl = L
o)
2[1—r1r4exp[|z(nl +n,) Lﬂ
(L+12)rsEouexp i S(ng =)L
X2 = )
o)
2[1— r2r3exp[|6(n2 +ny) LH
(1+ 1) Egexp| iS5~ 1)L |
X3 = 1
o)
2[1—r2r3exp[|5(n2 +n;) Lﬂ
(1+1)Eoexp|iE(n - 1)L |
X, =

2[1 — r1r4exp[i %)(nl +n,) LH

5. ANALY SIS OF THE RESULTS

It follows from formulas (18) and (19) that the
reflected and transmitted waves are dlliptically polar-
ized; the mgjor axes of these ellipses prove to be rotated
through different angles with respect to the polarization
plane of the incident el ectromagnetic wave.

Since the refractive indices (15) and (16) of the
medium for all four normal waves in the plane-parallel
layer are different, an isotropic medium placed in an
external magnetic field will be nonreciprocal in phase
to acertain degree of accuracy. This effect should most
clearly manifest itself in experiments with aring laser.

I'n our view, one prospective method for determining
the optical nonreciprocity in material media consistsin
measuring the difference between the phase velocities
of electromagnetic wave propagating in opposite direc-
tionsin this medium.

As is known [10Q], the relative measurement accu-
racy of the absolute value of the velocity of light is
small, dc/c ~ 10~ at present. However, in searching for
the optical nonreciprocity in material media, one
should measure the difference between the vel ocities of
counter propagating waves, rather than the absolute
velocity of light, with relative accuracy on the order of
101510728,

For this purpose, it is convenient to use aring laser.
Thering laser [10, 11] representsatriangular, rectangu-
lar, or other closed-loop high-Q optical resonator a part
of whose loop contains an active medium that provides
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generation of electromagnetic waves propagating along
the loop in opposite directions.

When the identity of conditions for counter propa-
gating electromagnetic wavesis violated (for example,
due to the Fizeau effect caused by a gas pumped
through a part of the loop of thering laser), the genera-
tion frequencies of counter propagating electromag-
netic waves become different. Therefore, if one inserts
aplane-paralel layer of the substance under consider-
ation into the path of the waves in the ring laser and
applies a magnetic field parallel to the propagation
direction of the waves to this layer, then the conditions
for the waves that propagate in this part of the loop in
different directions become different; as a result, the
frequencies of these waves will be different. Since the
modern state of the art in experimental technology
allows one to measure frequency differences of about
OV ~10°Hzinring lasers[12], it is clear that the tech-
nigque described is one of the most promising methods
for studying the optical nonreciprocity in isotropic
media and for measuring the coefficients h, and h; in
expansion (3) of the complex permittivity tensor.

Let us calculate the accuracy to which these coeffi-
cients can be measured in experiments with aring laser.

In aring laser, the active medium amplifies only
those electromagnetic waves whose phase is changed
by dW = 21N, where N is an integer, when these waves
make one rotation along the loop.

This condition allows one to determine the genera-
tion frequencies of electromagnetic waves that propa-
gatein opposite directionsin thering laser in the exper-
imental scheme suggested.

Denote by P the perimeter of the ring laser, and
by L, the thickness of the plate inserted into the path of
the waves. Assume that the forward wave (€ = 1) prop-
agates clockwise along the loop of the ring laser.

The frequency w of the generated electromagnetic
wave that propagates clockwisein thering laser can be
determined from the equation

%P+LP+ = 27N,

where N, is an integer and W, is the phase increment
due to the layer of the substance under investigation in
adc magnetic field on the path of the forward wave.

The frequency @ of the generated backward wave
(& =—1) can be determined analogoudly:

%)P +WY = 27IN..

Now, if we extract these waves from the ring laser and
direct them to adetector, then we can obtain the follow-
ing expression for the frequency Aw of the output sig-
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nal, which is equal to the difference of the frequencies where

of the mixed electromagnetic waves:

~ c[2r(N_—N,) + AW
Aoozoo—coz[ (_P) ].

(20)

Now, we find the phase difference
AY = Y, —Y_,

Since one component of the vector E of electromag-
netic waves in ring lasers is intentionally suppressed
and only the component orthogonal to it is amplified,
we will determine the phase difference AW for the com-
ponent E,.

According to (18), the component E,, of the wave
transmitted through a plane-parallel layer of the sub-
stance under investigation in the forward direction can
be represented as

W,
E3x =P . (21)
Introducing

k, = w/lc, n; = ny(w), n, = ny(w),
ng = Nz(w), n, = ny(w),

we obtain

z, = 1+r2ri—2r.r,cos[k,L(n, +n,)],

z, = 1+rr5—=2r,rycos[k,L(n, + ny)],

p2 - (1—r1r4)2+(1—r2r3)2
’ Z; Z

+ 2(1—rqr ) (1—r,r3)
2,7,

{cos[kiL(n—ny)]  (22)

—rqrycos[k,L(n, + ny)l
—r,rzcos[k,L(n; + ny)]
+r4r,rgr,cos[k,L(n,—n3)]} .
Analogoudly, introducing
k, = @/c, N =n (@), N, = ny(w),
Ny, = Ny(@), N, = ny(w),

from expression (19) for the counterpropagating wave,
we obtain

Eh = pe (29)

7, = 1+7ar2—2F,7,cos[k,L (P, + N,)],
Z, = 1+Tofa— 2, 4c0S[koL (i, + Ng)] ,
o2 = (L=hld)” (1T’
Z Z,
L2ATT)A-Tola) o) Rl

VAYS)
—F,F,cos[K,L (R, + Ns)]
— T, 5C0S[K,L (R, + N,)]
+ 74T ol ,coS[ KoL (N, —1N,)]} .
Formulas (21) and (23) imply

E*
§nAw = |mEE2Eed
Up,p_ U

Using (22) and (24), we obtain

SnAY = (1- r1r~4)(1 —T1l,)
212,P.P-

x { sin[(k;n; —kany + ky —kq) L]

+r3rasin[(kony + kon, + ky —ko) L]
—F,748in[(kyny + Koy + ko —ky) L]
+ 140,71 F SN[ (Ko —kyny + Ky —ky) L]}

+ (1- r2r~3)(1 —T,f3)
Z,25P.P-

x { sin[(k;ny —kaNg + ky —ky) L]

+rorzsin[(kyng + koNg + ky —ky) L]
—T,rasin[(kyn, + ko, + ky —ky) L]
+ 1,157 of 5SIN[ (KoM, —kyng + ko —kg) L]}
+ (1_r~2r3)(1_F1F4)
4,Z,P+P-
x { sin[(kyn, —koNy + ky —ky) L]

+1or3sin[(kyng + kN, + ky — ko) L]

—Fy4sin[(Kny + Koy + Ky — k) L]
+1oraf o TSN (KoNy —kyng + ky — k) LT}
+ (1—r1r~4)(1—F2F3)

2,Z,p.P_

x { sin[(k;n; —kaNg + ky —ky) L]
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+ 1,1 ,8in[ (KN, + KyNg + Ky —Ky) L]
—T,rasin[ (KN, + KoMy + Ky, —ky) L]
+11,40 038N (KN, —kyn, + k, —k;) L]} .

Depending on whether the coefficient f; is equal to or
different from zero, this formula yields somewhat dif-
ferent results.

When the isotropic medium is gyrotropic in thefirst
order (f; # 0), even a plane-parallel plate of thickness
L = 0.1 cm can rotate the vector E of the transmitted
wave by an angle of severa radians. Therefore, even
such athin layer of substance makesit possibleto rotate
the vector E by an angle of 90° and thus may suppress
the E, component in the transmitted wave. To avoid
such asituation, we will assume that the thickness L of
the layer of the substance under investigation is chosen
so that

wLf,

= 2mTm,

where mis an integer.

Expanding expression (25) under these assumptions
and retaining only the asymptotically leading terms, we
obtain

A = (né = 1)h,H,sin*(wLny/c)

T a2r g2 2 2.2 , (28)
2ng[4ng + (Nng—1) sin"(wLny/c)]

wheren, = .Jg.

Thisformula describes the optical nonreciprocity in
phase, which results from the combined effect of the
Faraday rotation and the first-order spatia dispersion.
A similar expression for this phenomenon in gyrotropic
crystals was obtained in [2].

Another interesting particular case of optical non-
reciprocity, which was not considered in [2], occursin
aweakly optically active medium.

Letf, =0;i.e, let an isotropic medium be not gyro-
tropic in the first order in the small parameter 8. Then,
substituting (15) and (16) into formula (25), expanding
the latter formula in series up to the terms of order &°
inclusive, and retaining only the asymptatically leading
terms, we obtain

wh;H,L
-

AY = (27)

Inthis case, the difference (20) of the frequencies of the
generated waves that propagate in opposite directions
inaring laser is expressed as

D = 2n(N_—N+)c+ooh3HZL
- P P
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Thus, itisthethird-order coefficient h; in the expansion
of the tensor ¢,,,, that guarantees the phase nonreciproc-
ity in an isotropic optically nonactive (f; = 0) medium.
Since h; ranges from 1072 to 1073 G in many isotro-
pic optically nonactive media, this phenomenon can
reliably be measured even for a longitudinal magnetic
field of H ~ 10% G.

Now, let us estimate the minimal values of the coef-
ficients h, and h; that can be measured by means of a
ring laser.

Suppose that experiments are carried out on a KM-
type ring laser [12] produced by FGUP NIl Polyus,
Moscow, with a perimeter of 170 cm and the operating
frequency v ~ 10'* Hz and that the thickness of the sub-
stance under investigation is 0.17 cm. Since this com-
mercia ring laser allows one to measure values of Av
assmall as 1072 Hz, it follows from formulas (20), (26),
and (27) that, in the single-mode regime (N_ = N,), the
coefficients h,H, and h;H, can be measured with an
absolute accuracy on the order of 1024,

Note that we have only demonstrated that, in princi-
ple, ring lasers enable one to observe the phase nonrec-
iprocity and measure the coefficient h, in optically
active media and the coefficient h; in optically nonac-
tive mediathat enter the expansion (3) of thetensor €,,,.
To conduct areal experiment, one hasto solve anumber
of technical problems. One of such problems concerns
the quenching of electromagnetic waves reflected from
aplane-parallel layer, and, first of al, the quenching of
the E, component of the field. This can be done in sev-
eral ways: either by choosing the thicknessL of the sub-
stance layer or by placing a plane-parallel layer at a
Brewster angle with respect to the incident wave.

Besides, we did not take into account the frequency
pedestal in calculations, which is specially introduced
to avoid the locking of the frequency of counter propa-
gating wavesin aring laser.

However, the consideration of all technical features
of the experiments with ring lasers makes the calcula-
tion of this phenomenon more complicated, although
does not rule out the possibility of observing weak
phase nonreciprocity in an isotropic optically nonactive
(f, = 0) substance in alongitudinal (with respect to the
propagation direction of the electromagnetic wave)
magnetic field and measuring the coefficient h;H ~ &%in
expansion (3) of the complex permittivity tensor.

The experimental verification of the results obtained
may serve as a basis for designing a magnetic-field-
controlled nonreciprocal element for various optical
devices.
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Abstract—The particle distribution function is cal culated for the Coulomb explosion of a spherically symmet-
ric charged cluster formed through the interaction of intense ultrashort laser pulses with a cluster gas. The par-
ticle density and mean velocity distributions as well as the energy spectra of the accelerated particles are
obtained. These characteristics are analyzed in detail for acold cluster plasma, where the kinetic effects deter-
mine the physics of multiple flows emerging after the turnover of the cluster particle velocity profile. We find
the boundaries of the multiple-flow regions and study the characteristics of an exploding cluster as a function
of itsinitial density profile. The energy spectra of the accelerated ions are obtained for a cluster plasmawith a
specified cluster size distribution. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

The explosion dynamics of a charged cluster is of
interest in connection with the discussed practical
applications of the interaction effects between intense
ultrashort laser pulses and a cluster gas [1, 2] or solid
nanoobjects [3]. It is well known that the explosion of
clusters acceleratesionsto high energies [4—6], and, for
example, in the case of clusters of deuterons, their col-
lisons provide thermonuclear neutrons [7], which
opens up prospects for producing subnanosecond neu-
tron sourcesto be used in material science, nondestruc-
tive testing, etc.

A relatively simple model for describing the explo-
sion dynamics of a cluster can be formulated when it is
exposed to such an intense laser field that the electron
oscillation amplitude, max{1, a}c/w,, is much larger
than the characteristic cluster radius, r., and the kinetic
energy of the electrons, mc?a?/2, is much higher than
the energy of their Coulomb interaction with the clus-
ter, ZNe?/r... In this case, the laser is intense enough to
detach the electrons from the field-ionized cluster
amost instantaneously, and the subsequent Coulomb
explosion will proceed as the explosion of a charged
cluster into avacuum if the pressure of the surrounding
electron gas, nymc?a?/2, is much lower than the charac-
teristic pressure of the exploding cluster, eZ°Nn/r...
Here, mand e are the electron mass and charge, cisthe
speed of light, a= eEy/muyc isthe dimensionless vector
potential of the electromagnetic field with electric field
strength E, and frequency wy,, Z isthe ion charge num-
ber, N is the number of atoms in the cluster, n, is the
electron density in the intercluster space, and n is the
atomic density in the cluster. Such conditions are real-

ized for fairly small clusters with a relatively small
number of atoms in the cluster when exposed to laser
radiation of relativistic intensity [5, 7-10]. For exam-
ple, for adeuterium cluster with amean atomic density
in the cluster n ~ 3 x 10% cm3, this corresponds to the
laser fluxes = 10° W cm at awavelength of 1 um and
re< 100 A.

For larger clusters or at moderate laser intensities,
the electrons produced through photoionization remain
within the cluster [8]. In this situation, the absorption of
laser radiation energy and the electron heating are
determined by the collision processes and plasma
effects. In an electron—ion plasma cluster in which the
bulk of the energy is concentrated in hot electrons, the
ion acceleration during its explosion is attributable pre-
cisely to the electron component, which givesriseto a
charge-separating field. Under thisfield, theionsfollow
the expanding electron halo with the formation of a
guasi-neutral expanding plasma on long time scales.
This scenario was discussed starting from [11] in both
the hydrodynamic [12] and kinetic [13] models of
spherical plasma expansion. In this paper, we do not
consider this ion acceleration scenario, but study the
Coulomb explosion of acluster by which we mean both
the cluster proper and any spherically symmetric nano-
structure.

During the Coulomb explosion of a cluster, the
effective acceleration of its ions is attributable to a
strong spatial charge separation [10, 14, 15]. This
regime was investigated using numerical simulations
[16-19]. However, the effects that arise during Cou-
lomb explosions cannot be fully understood without
developing the corresponding theoretical models,
which are clearly lacking. The simplest approach corre-
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sponds to the modd of an ideal cluster, an exploding
homogeneous spherical bunch of a given radius [6, 16,
20]. Thismodel allowstheion velocity, density, electric
field, and energy distribution of the accelerated ions to
be easily calculated at an arbitrary time. Theion energy
and charge spectra as afunction of the cluster distribu-
tion in radius and the parameters of the irradiating clus-
ter ultrashort laser pulse beam were analyzed in [21] in
terms of the model of anideal cluster. However, aswas
shown in [14, 15], for aninitially nonuniform ion den-
sity profile in a spherically symmetric cluster, in which
the density decreases monotonically to zero with
increasing distance from the center, the solution con-
structed using the hydrodynamic approximation exists
only for a certain limited time, t < t;. According
to[14, 15], a singularity that corresponds to the ion
density becoming infinite arises in the hydrodynamic
solution at t = t5, and amultiple flow emerges on longer
time scales. This suggeststhat the well-known bounded
solution for an ideal cluster is actually unstable due to
the large, but finite density gradient at the cluster—vac-
uum boundary. Our results provethat thisassumptionis
valid.

A consistent allowance for the spatial inhomogene-
ity of a charged cluster is the principal element of our
theory that determines the formation of a Coulomb
explosion “shock wave’ [14, 15, 19], which does not
emerge in the popular model of anideal cluster [6, 16,
20]. Allowance for the nonuniformity of the cluster
density profile is necessitated by a number of practi-
cally important problems. First of all, note that the cur-
rently prepared clusters can be initially spatially inho-
mogeneous due to artificial layering using coverings of
different densities[22]. The cluster ion density distribu-
tion can also be significantly nonuniform due to a
prepulse. Analysis of currently available experiments
shows [23] that the propagation of ultrashort intense
laser pulses is always accompanied by a prepulse with
atypical duration from tens of picoseconds to nanosec-
onds. In this case, the maximum contrast of the laser
radiation does not exceed 10°-10° even under extreme
conditions; at laser fluxes higher than 10*° W cm, this
inevitably results in a smearing of the cluster ion den-
sity profile with the formation of a transition region
near the outer boundary. Numerical simulations of the
explosion dynamics of a deuterium cluster using the
particle-in-cell code also suggest the formation of a
transition region near the cluster boundary [19]; as a
result, the formation of a singularity in the ion density
distribution attributable to the density nonuniformity is
observed. The discussed [14] and readlized [3] interac-
tion of short laser pulseswith nanoobjects gives another
example of the possible practical application of target
inhomogeneities, especially in connection with the
well-developed nanosphere [24] and nanotube [25]
production technol ogy.

The analytical description of a spherically symmet-
ric cluster explosion [14, 15] is consistent with the gen-
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eral proposition of [26] that the hydrodynamic problem
of a Coulomb explosion (without including the thermal
motion of the cluster particles) that uses the equations
of motion and continuity for the cluster ions and the
Poisson equation has an exact analytical solution. At
the same time, the hydrodynamic description of a Cou-
lomb explosion beyond the singularity, t > t,, isnot pos-
sible, and the kinetic approach realized in this paper
should be used.

The emergence of a multiple flow in the explosion
dynamics of acharged cluster is similar to the turnover
of the nonuniform vel ocity profile of disturbances prop-
agating in a gas of noninteracting particles [27, 28].
Similar phenomena were also discussed in astrophysi-
cal applications[29, 30]. The particle flows emerge and
merge on singular surfaces, caustics. |n the dynamics of
a cold self-gravitating gas, the caustics multiply and
crowd over the course of time, which is accompanied
by an increase in the number of regions of multiple
flows, and a structure that was called in [30] anondis-
Sipative gravitational singularity is formed. A charac-
teristic feature of this structure is the formation of an
infinitely deep potential well after the emergence of the
singularity followed by the capture of particlesflowsin
thiswell. The description of this process using the adi-
abatic capture theory [29] is aso confirmed by numer-
ical simulations [31].

When passing from gravitational problems to the
problem of the expansion of a charged plasma, replac-
ing the forces of mutual attraction between particles
with theforces of repulsion leadsto qualitatively differ-
ent particle dynamics beyond the turnover point. Thus,
for example, in a plane geometry, no singularity
emerges in the hydrodynamic approximation when the
gas of charged particles expands with a zero initia
velocity. For a spherically symmetric explosion of a
charged cluster, the potential and its derivative at the
flow turnover point are finite; i.e., the singularity is
kinematic in nature, and the particle flow is not cap-
tured. For a fairly smooth, monotonically decreasing
initial profile, the number of singularities (caustics)
after the turnover does not increase. After the emer-
gence of a singularity, two caustics [14] that separate
the regions of triple and double flows exist on the den-
sity profile, although the region occupied by the triple
flow expands with time.

This paper is devoted to the kinetic description of a
spherically symmetric cluster explosion in which the
cluster ion distribution function can be found by solv-
ing theVlasov equation in a self-consistent el ectrostatic
fieldfor agiveninitial ion distribution in radial velocity
and radius. We abtain a general solution of the kinetic
equation that includes both the transverse thermal
motion of the cluster ions and their thermal radial
velocity spread. This solution is analyzed in detail in
the limit of a negligible thermal cluster ion velocity (a
cold cluster). The kinetic effects here manifest them-
selves in the emergence of regions of multiple flows.
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We determine the laws of motion for the boundaries of
these regionsin the presence of double and triple flows
and study the spatial ion density and mean velocity dis-
tributions for an exploding cluster and the particle
energy spectrum for several typical initial particle dis-
tributions in radius. By disregarding the thermal parti-
cle mation, we prove that the result of the hydrody-
namic theory for the ion spectrum is also valid in the
case where the hydrodynamic validity conditions are
formally violated; i.e., the emergence of regions of
multiple flows at t > t, does not change the shape of the
accelerated ion spectrum.

2. SOLUTION OF THE CAUCHY PROBLEM
FOR A COULOMB EXPLOSION:
THE KINETIC APPROACH

The dynamics of charged plasma particles (ions) in
acluster isdescribed by theVlasov kinetic equation for
the ion distribution function f and by the Poisson equa-
tion for the self-consistent electric field E:

f +vf, +(Ze/M)ET, = 0,

R D
divE = 4T[ZeJ’dvf ,

where M is theion mass. When the sign in front of the
“field” term on the left-hand side of the Poisson equa-
tion is changed, the system of equations (1) transforms
to the dynamic equationsfor agas of neutral gravitating
particles (see, e.g., [26, Section 81] and [29]). For this
reason, thereisaclose relationship between the dynam-
ics of aself-gravitating gas and the explosion dynamics
of acharged cluster.

The kinetic equation (1) admits of spherically sym-
metric solutions (a spherical cluster). In this case, the
ion distribution function may be assumed to depend
only ontheradiusr, theradial velocity v, and the square
of the velacity component orthogonal to the radius vec-
tor at agiven point, f = f(t, r, v, vé). For definiteness,
we assume that the distribution function f is factorized
asfollows:

= f'(t,r, v) f(V2);

i.e., thetransverse velocity distribution isassumed to be
stationary and uniform, for example, Maxwellian, with
temperature T, The distribution function integrated

over the transverse velocities, F(t, r, v) =

J’f dvp, is
then defined by the system of equations

2v 2T
F +VF +—F+—% eE+—F, =0,

@ 2
(r’E)r —4T[Zer2J’ dvF =0,
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where

T = lfdeDvé

- 2[fav,

is the transverse cluster ion temperature.

The initial conditions for Egs. (2) correspond to
specifying the ion coordinate and velocity distribution
function, fy(v, r), and the radial electric field that satis-
fies the Poisson equation (the second equationin (2)) at
t=0:

Fli=o = folv,r),
” 3
Elio = 4T[Z€ 2 ‘Idvfo(v,r'); @

since the problem is symmetric and the charge is local-
ized, the latter becomes zero at r = 0 and decreases at
infinity asr —» oo, For uniform initial velocity distri-
butions, the function f; is represented by the product
fo(v, 1) = f(v)n(r). In particular, for the Maxwellian
initial ion velocity distribution, this corresponds to a
spatialy uniform initial temperature (T = const):

_ M DMVD
V) = mePaoro

When the Lagrangian variables (velocity and coordi-
nates) are used, the solution of the Cauchy problem (2)
and (3) can be represented as

[ [

F(t,r,v) = r‘z_[dv fc(v)Idhhznc(h) @

x 8(r —R(t, h, v))8(v —U(t, h, v)),

wherethefunctions R and U arethe solutions of thefol-
lowing initial-value problem:

2v2 w
R=U, U= RTD+EZ’ Rli=o = h,
h 0
Ul,.o =V, w(h) = J'drrzoof(r)J’dfo(v) (5)

F /4n22e2n
Vg =

We write the solution of the latter separately for posi-
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tive and negative initial velocitiesv:

v =0,
U_ﬁv[h 2 1_D_EKIQD| DTZ
h [ 2w R w R|
2W
(t+1p) 'ﬁg
2 h -1/2
_ J.dp%l VTEI Inr% ,
h/R
v <0, (6)
U = sgn(t—ty)
h 2 h 2vih h"
X[ZWV +1—§— InR} ,
2W
|to—1| e
_2vigh 2
_ J.dp%L Vo Inp%

h/R

Here, the functionst, and R, are defined by

_ R
to— m

h/R,
d

[ = - S )

P Jl+v h/2w—p—(2vish/w)Inp

v?h h 2vich h _
1+ 2W_R0_ - IRO—O.

Accordingly, the electric field distribution is given by

E(t,r) = r_ZJ'dv fo(v)
-~ )

0

XIdhhznc(h)e(r —R(t, h,Vv)).

Dimensionless variables are used in Egs. (6)—«8) and
below: we normalize the time to the inverse ion Lang-
muir frequency w (0) calculated from theinitial density
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at the cluster center ny(0), the coordinatesr, h, and Rto
re, W (r) to w (0), the densities n and n, to n,(0), the
velocities v, v, Vg, and U to w, (O)r,, the variable w to

w; (0)rd, the distribution functions F and f to
n.(0)/wy (O)r, and L/ (O)r, respectively, and the elec-
tric field E to 41Zen (O)r.. We associate r. with the
characteristic initial cluster radius determined by the
density profile. The presence of aunit step function (the
8 function) in Eq. (8) for thefield indicates that the con-
tribution only from the particle for which the condition
R(t, h, v) < is satisfied should be taken into account
when calculating thisfield.

At azerotransverse cluster ion temperature (T; = 0),
the integrals in Egs. (6) can be calculated in explicit
form to yield the algebraic relations

v =0,

2w _ J1-Ry/R
(t+to)& " TRIR

1 L 1+ /I-RJ/R
"o RJ/R’

_ [2wgh _ hg -
u= h (R, R” To =0 (9)

v <0,

J1-RJ/R
Ro_ T RJ/R

1 Lt 1+ /1-RJ/R
"o 1-/I-RJR

U = sgn(t—ty) /ZFWEI%_%

The functionsty; and R, at T; = 0 are defined by

. | Ry [J/1-Ry/h

o~ 2w(h)[ Ry/h

1 1+ /11— Rolh
"1z [I-Ry/h |

h
1+ (h/2w)v?

[to—1]

TD = 0-

(10)

RO=

Similar solutions can be obtained in one-dimensional
and two-dimensional geometries, i.e., for the plane (the
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explosion of a charged plasma layer) and cylindrical
(the explosion of acharged plasma cylinder) cases.

Below, we also give the formulas that describe the
explosion of an ion cluster at a zero radial cluster ion
temperaturewhen T =0 and f,(v) = d(v). The suggested
kinetic approach then corresponds to the model of mul-
tiple-flow hydrodynamics [31] arising here from the
first principles. In this case, as follows from (7), we
have R, = h, t, = 0, and Egs. (6) take the form

(11)

- g

P2 1-p— <2vmh/w)lnp

To conclude this section, we give the relations that
define such global characteristics of the cluster explo-
sion into a vacuum as the particle density and mean
velocity as well as the ion spectral energy distribution.
As follows from many experiments, the latter is the
main characteristic for describing the Coulomb explo-
sions of clusters. Whether the model used to calculate
the energy of the accelerated ions is adequate can be
judged from the dependence of the shape of the ion
spectrum on macroscopic cluster ion characteristics
(such as the thermal ion velocity, the spatial cluster ion
density profile, the cluster size distribution, etc.). A sig-
nificant dependence of the spectrum of the accelerated
particlesin an exploding cluster on the cluster size dis-
tribution was pointed out in several papers[20, 21].

The cluster ion density n(t, r) and mean radial veloc-
ity u(t, r) are defined in a standard way via the zeroth
and first moments of the particle distribution function
F(t, r, v), whiletheion energy distribution function (ion
spectrum),

dN
@ = 41 n(t r)/

isintroduced in such away that, being integrated over
all energies, e = Mv?/2, it yields the total number of par-
ticles in the cluster. Assuming that the functions
R(t, h, v) and U(t, h, v) are uniquely defined at any t for
al h and v, let us write the following relations for
n(t, r), u(t, r), and dN/de using solution (4):

n(t,r) = J’dvfc(v)

ane(hy)/RC(t, hy, v)
Z |OR(t, h, v)/oh], -y, ’
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u(t,r) = J’dvfc(v)

(t ) (12)
hen(hg)/RE(t, hy, v)
X ZU(L hsl ) |aR(t’ h, V)/ahlh:hs

dN _ 27,
— = — [dvf.(v
I JEI (V)

hI c(hl)
) Zwua, h, v)/oh

h=h,U==2.e

Here, we normalize N to n(0)r: and & to My’ (0)r2/2.

In the formulas for the density and the mean velocity,
the summation is over al possibles=1, 2, ..., Sroots
of the equation r = R(t, h,, v) defining the function
hyt, r, v). Similarly, in the formula for the ion spec-
trum, the summation is over al possiblel =1, 2, ..., L

roots of the equations U(t, h;, v) = +./¢.

The formulas presented in this section give a com-
plete kinetic description of the Coulomb explosion of a
plasma cluster including the thermal motion of its par-
ticles (ions). However, even when the thermal motion
of the cluster particles is disregarded, the anaytica
results obtained are of fundamental importance, since
they allow the characteristics of the cluster explosion to
be described after the emergence of a singularity at the
hydrodynamic explosion stage, when the hydrody-
namic theory isinapplicable[15]. We discuss this prob-
lem in the next section.

3. THE KINETIC DESCRIPTION
OF THE EXPLOSION OF A COLD CLUSTER

The choice of an initia distribution function in the
form f, = 8(v) and T = 0 corresponds to the hydrody-
namic limit of acold plasma, which is characterized by
the emergence of asingularity in the spatial density dis-
tribution at a certain time t.. The cold-ion approxima-
tion yields aresult that isidentical to that obtained pre-
viously using the hydrodynamic equations [15] before
the emergence of a singularity. However, it has the
undeniable advantage that it allows one to extend this
solution beyond the singularity, i.e., to describe the mul-
tiple-flow regime of cluster explosion. There is no ana-
Iytical description of this regime for a Coulomb explo-
sion as yet. The extension of the “cold” solution [15] to
timest > t, arises as anatural calculation of the integral
with the & function in (4) and requires no ad hoc
assumptions [14]. Indeed, by performing integration
over the coordinate h and the velocity v, we can repre-
sent the cold solution (4) in the following form (conve-
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nient for calculating the moments of the velocity distri-
bution function):

ne(hy)
Z OR(t, h, 0)75h|h:hk

F(t,r,v) =

x (1—q’(t, h))*3(v —U(t, hy, 0)),
_ hy _ 2w
R(t, h,, 0) = - U(t, hy, 0) = J;kq,

2w(h) a .1, 1+q
hy l—q2 27 1-q

(13)

Here, the summationisover al possiblek=1, 2, ...,K
roots of the equation

__he
1-g’(he t)

that defines the function hy(t, r). When the dependence
of ronhissingle-valued, i.e., K = 1, we obtain ahydro-
dynamic solution [15] that isvalid only until t =t,. The
value of tg for a smooth initial density profile whose
curvature changes sign with increasing r can be found
from the system of equations that consists of the last
equationin (13) and the following equations (see [15]):

1- (e, h)(1- (1, ) (20
o0y hwi(hyy
%L' 3w(h)yO ~
14
a0 ey _ ofhwi(h) | hiwi(h) 9
%l 3w(hy 0~ 9| "w(h) w?(h)
hlwi(h) h'an(wi(h)] _
Ay 2 T/v(h) }_0'

Beyond the singularity, t > t, the dependence of r on h
is multivalued, K > 1, which necessitates including the
contributions from various branches of h(t, r) to the
distribution function F at agiven point r.

The phenomenon of multipleflow at t >t also man-
ifestsitself intheintegral characteristics of the distribu-
tion function. Thus, for example, the cluster ion density

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

217

n and mean velocity u beyond the turnover point can be
calculated using the formulas

Mt)-zvgfﬁﬂl—&amuﬂ

_ n(h)
) = 2 VWG

x (1-qP(t, hy)’,

A ) = 1-Fa1-q) 20

0 hPer(hy
%l_ 3w(h) O

(15

For definiteness, let us discussthe explosion of acluster
with an initial density profile n(r) that monotonically
decreases to zero with increasing radius.

Since the density distribution (15) decreases mono-
tonically at t = 0, it flattens out with time in the inner
regions of the cluster, while the density increases at its
periphery. This stems from the fact that the initially
nonuniform electric field with its maximum inside the
cluster accelerates the cluster ions differently: the ions
at larger radii move more slowly than those between the
center and the region of field maximum. Catching up
with the peripheral ions, the latter at t = t, giveriseto a
density singularity called a Coulomb explosion shock
wave in [14] (though this singularity differs from the
shock waves observed in a cluster plasma [32]). This
correspondsto the turnover of the mean velocity profile
in the hydrodynamic model [14, 15] and to the intersec-
tion of particle trajectories. The kinetic approach natu-
rally describes the passage of various particle groups
through one another, which encounters difficulties with
the description in the hydrodynamic model, whose
extension beyond the point t > t requires at least amod-
ification of the single-flow model [29]. At t > t, the
formed singularity breaks up into two singularities
(called leading and trailing shocks in [14]), which can
be associated with the groups of central and peripheral
ions, respectively, described above.

In this paper, we will adhere to the terminology tra-
ditional for the physics of gravitating systems,* where
the singularities of this type are called caustics (see,
e.g., [31, 34]). For amonctonically decreasing density
profile with an inflection point at t > t,, there exist two
caustic surfaces, the singularitiesr and r,, that sepa-

L1t is also well known that discontinuous time functions can be
used in the solutions of the dynamic equations for a one-dimen-
sional gravitating medium, for example, to describe the sticking
of particles[33].
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Fig. 1. Spatial distributions of density n and mean velocity u for acluster with an exponential initial density profile at times wy gt =

8 (a) and (20) (b).

rate the regions of existence of single (0O<r <rgy,r >
re) and triple (rg <r <ry,) flows. The positions of the
caustic surfacesin space at an arbitrary time, t > t, are
defined by a pair of equations:

31— /zmgh)%l_

t 2w(h) _ ¢ }I 1+q
h® 1-¢¢ 2 1- q
At long times, t > t, the radii of the caustic surfaces,
rq andr.,, are given by the asymptotic relations

h®wt (h)

w0 O

(16)

3 tw h,
- -0 rsremhy, @7
c1
Wi (Nep) _
1— 02 L\"'c2 =20 -—
“wih,) E’ %
-1
c2 (18)
5 = t?t[1+_( 1+In(b2t2))}
)
he,
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The pair of relations (17) is obtained if we discard the
last term in the first equation in (16) at h > 1. In this

case, the combination t./2w/h® has a stationary
(t-independent) value. Relations (18) follow from
Egs. (16) if weassumethat q — linthem,i.e,1-q=
0 < 1. The contributions proportional to & in the first
two relations of (18) determine the slow time depen-
dence of hy,. For t — o, h, tends to the stationary

value of h that is specified by the equation oof (he) =
w(h)/h, derived from (18) at & = 0.

It follows from Egs. (17) and (18) that at fairly long
t, h,; and, hence, r, increase ast?3, while r, increases
ast. Thisimplies that the separation between the caus-
tics increases as t, i.e., linearly with time. Thus, the
asymptotically outer caustic virtually coincides with
the current radius of the exploding cluster (the front of
accelerated ions), whose size increases linearly with
time.

Asanillustration, Fig. 1 showsthe density and mean
velocity distributions (15) after the turnover, r > t; =
7.1974, for a cluster with an exponentially decreasing

density profile, n(r) = (4/3./m)exp(—r?), for t = 8 and
20. We clearly see that after the formation of a density
singularity, two infinite peaks exist at any time[14]; the
separation between them increases with time according
to the law of motion of the caustics established above.
The transition from a single flow to a triple flow is

No. 2 2005



KINETIC DESCRIPTION OF THE COULOMB EXPLOSION 219
rcl, c2 I'e2
T T T T T b)
a (
30l (a) | 40t i
30+ .
20 -
20 .
1or 1 10t .
1 1 1 1 1 1
20 40 60 20 40 60
Wy of Wy of

Fig. 2. Timeevolution of the caustic surfacesfor (a) acluster with an exponential initial density profile and (b) acluster with anearly

idedl initial density profile.

accompanied by a discontinuity in density: it changes
abruptly. In addition to the density discontinuity, the
transition from a single flow to a triple flow is aso
accompanied by a discontinuity in mean velocity, but
the mean velocity remains finite. Such a pattern was
also observed in a gas of noninteracting particles [28],
suggesting that the singularity is kinematic in nature.
Note that on long time scales, there is a significant
accumulation of particles near the boundary of the
exploding cluster (the upper panel in Fig. 1b) on ashell
with a thickness of the order of the initial gradient
length (r.). This may prove to be important for the
effects attributable to collisions between clusters, for
example, fusion reactions. Figure 2a shows the time
evolution of the caustics (the boundaries of the region
of multiple flows), r, (inner) and r, (outer). With the
exception of thetimes near t,, the evolution of the caus-
tics is described well by the asymptotic analytical for-
mulas (17) and (18), which essentiadly yield a result
based on the exact formulas (16).

For acluster in which the density distribution has no
inflection point but decreases monotonically to zero at

r=1,i.e, oof (1) =0, for example, for a cluster with a

linear or parabolic density profile, the time at which the
solution becomes multivalued is defined by the root of
the algebraic equation for g = q(t,, 1):

_ 2 1
3J2w(1)qs(1—q§ ’

1+s ZD_

(19)
ZIn

1
2

S

Aswas shown by using the hydrodynamic approach [15],
the solution of thisequation, g;= 0.6232, yieldsthefol-
lowing “universal” formula for the time at which the

solution becomes multivalued: t, = 1.237/./w(1). For
all such clustersthat have the sametotal number of ions
and differ only by the pattern of monotonic decreasein
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density with increasing radius, the value of w(1) is the
same, w(1) = 1/3, which yields the following singular-
ity time: t, = 2.142. Accordingly, after the singularity
time, t > t., the multiple-flow region (to be more pre-
cise, the double-flow region, since only one caustic r,
exists) extends from the radius ri,(t) = R(t, 1, 0), which
isimplicitly specified by the relations

r, = 12, tv2w(l) = qz+%ln1+q
1-q 1-q 1-q

to theradiusr,, which coincides with the outer bound-
ary of the cluster.

Equation (20) for ry(t) at w(1) = /3 is identical to
the equation that describes the front radius r;(t) for an
ideal cluster [15]; i.e., the inner boundary of the region
of doubleflow for acluster with adensity profile mono-
tonically decreasing with increasing radius formally
coincides with the outer boundary of an ideal cluster
with the same total number of particles. To illustrate
this assertion, Fig. 3 showsthe density and mean vel oc-
ity distributionsfor acluster in which theinitial density
is amost constant up to the outer boundary and
decreases linearly to zero on the & scale further out,

(20)

n{(r) = [1-8(-1+r+8) + 11

x(0(=1+r+¢&)—06(r-1))] (21)

g zgml_

The parameter ¢ for Fig. 3waschosentobe & =0.1. In
contrast to the case with a monotonically decreasing
density profile having an inflection point, a density sin-
gularity emerges here and maintains its position at the
cluster—vacuum boundary over the course of time. The
mean velocity also remains continuous and finite up to
this boundary. The time evolution of the caustic r, (the
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Fig. 3. Spatial distributions of density n and mean velocity u for a cluster with anearly ideal initial density profile (§ = 0.1) at times
w_ ot =3 (a) and 8 (b). The dashed line corresponds to an ideal cluster.

outer boundary of the region of double flow) is shown
inFig. 2bfor & =0.1.

For comparison, Fig. 3 showsthe spatial density and
mean velocity distributionsfor anideal cluster, acluster
with a sharp density cutoff, ni° (r) = 6(1 — r). We see
that allowance for the small transition region with a
decreasing density profile at the edge of a homoge-
neous cluster givesriseto an infinite density peak at the
time specified by condition (19). This suggests that the
explosion of an ideal cluster is unstable. As follows
from the shape of the density distribution, it differssig-
nificantly from that for an ideal cluster near the singu-
larity with a size of the order of

gl:] SW(hCZ)_ O

Thetotal number of ionsin the region of double flow is
determined by the spatial inhomogeneity scale & and
for t > tgis of the order of

1 1,2 38 _E0
- [+ E-Z -3

i.e, ~&ldfor& < 1.

Note that a significant change in density on a small
& scaleisrequired for athin spherical high-density edge
to be formed at the cluster—vacuum boundary in afinite

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 101

time; i.e., no singularity emerges for a small jump in
density near the boundary when, in contrast to distribu-
tion (21), the density decreases only slightly near the
cluster edge. An arbitrary small periodic (with the char-
acteristic wavelength smaller than the cluster radius) or
nonperiodic initial perturbation in the constant density
of an ideal cluster does not give rise to a singularity
either. This can be easily understood from Egs. (16),
which define the conditions for the emergence of asin-

gularity. The product tg(1 — g°) ~/2w(h)/ h* in the first
equation in (16) is limited above by a value close to
unity; hence, thefactor 1 — h%)ﬁ (h)/3w(h) must also be
of the order of unity for a singularity to emerge. How-
ever, for a nearly ideal cluster for which the density
ng(h) and w(h) differ from 1 and h%/3, respectively, by
small corrections proportional to aparameter p << 1, the
factor 1 — h%)f (h)/3w(h) is also ~|; i.e., the condition
for the emergence of asingularity isnot satisfied. Inthis

way, the stability of an ideal cluster against small den-
sity perturbations is established.

4. THE SPECTRUM
OF ACCELERATED IONS

Let us now discuss the ion spectral distribution
under multiple-flow cluster explosion conditions.
Using an initial distribution function of the form f_ =
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Fig. 4. lon spectral energy distributions for clusters with the initial density profiles and at the times corresponding to (a) Fig. 1a
(curve 1), Fig. 1b (curve 2) and (b) Fig. 3a(curve 1), Fig. 3b (curve 2).
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Fig. 5. Averaged ion spectral energy distributions for clusters with the same parameters as those in Fig. 4.

o(v) in Eqg. (12) for dN/de and Egs. (9), let us write the
following formula for the ion spectral distribution:

dN _ hI ()40 hi et (h)
de qw(h) “w(h) O
3t 2 aw(h)g  hlwt(h)|™
ot., 2 | SO,
L s 3w(h|)D‘ |
(22)
2Wh
(e b’
2W(h)_ q_,1,1+g
h 1-¢° 2 1- q
Here, the summation is over al possiblel =1, 2, ..., L

roots of the equation € = (2w/h,)¢f? defining the function
h,(t, €). In[15], spectrum (22) with allowance made for
the single-valued dependence of the velocity on the
Lagrangian coordinate was represented as the sum of
two terms, (dN/de)*, that include the contributions to
dN/de from the particles for which the energy increases
(+) or decreases (-) with increasing h. Formally, this
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breakdown is also possible in Eqg. (22). It should be
noted that there can be several regions in which the
velocity increases (or decreases) with increasing h.
However, when passing from asingleflow to amultiple
flow, the dependence of U(t, h, 0) on the Lagrangian
coordinate h remains single-valued at any timet. It thus
follows that the formal shape of the cluster ion spectral
distribution remains unchanged irrespective of the sin-
gle- or multiple-flow regime. Thus, when passing to a
multiple flow, the formulas describing the cluster ion
spectral distribution remain the same asthosefor acold
cluster in the hydrodynamic model; the validity condi-
tion for thismodel, t < t,, does not appear any longer. In
this way, we prove that the formula of the hydrody-
namic approximation for the ion spectral distributionis
valid outside the range of its formal validity.

To illustrate the characteristic shapes of the ion
spectra, Fig. 4 showstheion spectral distributions after
the emergence of adensity singularity for the sameini-
tial density profiles and the same times as those in
Fig. 1. Aswasnoted in[15], theion spectracobserved in
an actual experiment with a cluster plasma are
smoother than the theoretical spectra for an individual
cluster, dN/de. This may be because thereisaspreadin
characteristic cluster radii in the cluster plasma. This
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spread is very large for the cluster medium formed
when agasjet cools down [20], and the cluster size dis-
tribution is nearly Gaussian,

G(rc) 0 rcexp[_%}f

with d ~r,. Accordingly, the averaged ion energy distri-
bution is determined by the convolution

(&) = focow. feraw=r @

Figure 5 shows the averaged ion energy spectra (23) at
d = r, for the same initial density profiles as those in
Fig. 4. We see that the shape of the averaged spectral
distribution for theinitial density profilesin the cluster
under consideration has a smoother energy dependence
and is largely determined by the cluster size distribu-
tion. At the same time, it follows from Fig. 5 that the
height and width of the spectral peak aswell asits posi-
tion at afixed time depend on the atomic density distri-
bution in the cluster. These spectral characteristics
could be the subject of experimental testing.

5. CONCLUSIONS

We have analytically solved the problem of the par-
ticledistribution function in an exploding charged clus-
ter for the first time. We determined the global charac-
teristics of this explosion: the spatial-temporal particle
density and mean velocity distributions and the accel er-
ated-particle spectra. These characteristics were ana-
lyzed in detail for acold cluster, whichistypical of the
problem of the Coulomb explosion of acluster ionized
by a strong laser field. We showed that the Kinetic
effects determine the existence of multiple-flow regions
after the turnover of the cluster particle velocity profile
and found the boundaries of these regions. Passing to a
multiple flow significantly modifies the cluster particle
density and mean velocity distributions:. they are
described by functions with discontinuities instead of
smooth functions. At the same time, it was proven that
the cluster particle spectral energy distribution does not
change qualitatively compared to that characteristic of
the hydrodynamic approach if its inapplicability after
the time corresponding to the emergence of a multiple
flow is formally ignored. In this case, the accelerated-
ion spectrum depends on the initial density profile in
clusters, and its detailed experimental study would
allow usto judge whether the theory is adequate.

Note the recently published results of particle-in-
cell numerical simulations of the explosion of aspherical
charged cluster exposed to an intense laser pulse [19].
The formation of singularities, density “shock waves,”
was observed during the cluster explosion, and thereis
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a characteristic feature in the spectra of accelerated
cluster ions similar in shape to that in Fig. 4. In this
case, the initia ion distribution was assumed to be
either nearly uniform with a small transition region
near the outer boundary or smoothed through the suc-
cessive irradiation by two laser pulses. The authors
point out that one density shock in the former case and
two shocks in the latter case were formed in the course
of time. Thus, the results of [19] are consistent with our
theory.

The general formulas given in this paper for the
cluster particle distribution function allow the effect of
the thermal ion mation on the global characteristics of
an exploding cluster to be analyzed. Thisis a problem
for further studies. Its significant complication is
expressed, for example, in the fact that, when the non-
zero thermal cluster particle velocity is taken into
account, the regime of multiple flow is realized from
the very beginning of the cluster explosion. However,
the derived formulas allow certain assumptions about
the pattern of changesin the main characteristics of the
cluster plasma with the thermal particle motion to be
made even now. Thus, for example, at a nonzero longi-
tudinal temperature (T # 0), the cluster particle density
and mean velocity are found as the result of kinetic
“dtirring” of the partial cluster particle densities and
velocities. Consequently, instead of the discontinuities
in the density and mean velocity profiles, one may
expect their smoothing. How intense the thermal
motion of the cluster particle must beto noticeably sup-
press the density singularity and to broaden its peaks
during kinetic stirring should be judged from the

parameter T/Mo; 2.

Kinetic stirring has the following meaning. In con-
trast to the“cold” solution for the dynamic equations of
a cluster existing at a zero thermal velocity, a contin-
uum spectrum of the regions with multiple flows
emerges here when the nonzero radial thermal particle
velocity istaken into account. Thisassertionisobvious,
since particles moving toward and away from the clus-
ter center exist when the thermal motion is taken into
account. The partial velocities and coordinates for an
ensemble of cluster ions with a given initial velocity
profile change with time in accordance with Egs. (9).
The total cluster particle density at a given point is
determined by the partial densities of flowswith differ-
ent velocities; for flows with nonzero initia velocities,
new singularities emerge in the partial density distribu-
tionsthat are absent in the cold solution. After the sum-
mation of the partial densities of flows with different
initial velocities, the singularitiesin the particle density
distribution disappear; kinetic stirring takes place with
the formation of smoother density distributions. Allow-
ance for the transverse thermal particle motion also
leads to a similar effect.

Finally, notethat, apart from clusters, our results can
be used to study the impact of intense laser pulses on
various nanostructures, not only spherically symmetric,
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but also axially symmetric, and on standard film targets
of submicron thickness. Thisisof interest, for example,
in connection with the advanced production technology
of such nanoobjects as nanoballs [35], nanospheres[24],
nanowires [36], and nanotubes [25].
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Abstract—A scheme of agenerator of electromagnetic-wave radiation is proposed in which aradiating region
moves aong a radiator with a velocity greater than the velocity of light in vacuum. The superlight motion of
the generating region leads to the situation in which the resulting radiation has the properties of Vavilov—Cher-
enkov radiation. The electron beam of a superlight source is formed while the particles travel across a
waveguide along which an electromagnetic wave propagates. The construction of the generator makes it pos-
sible to vary the velocity of the radiating region, the radiation pattern, and the radiation beamwidth. Calcula-
tions are performed that allow one to evaluate the parameters of the generator and the characteristics of radia-

tion. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

By a superlight source in vacuum is meant a source
of coherent radiation from a large number of particles
rather from a single charged particle [1]. The source of
radiation is a certain domain that moves with avel ocity
greater than the vel ocity of light, each pulse of radiation
being generated by new particles. Due to the motion of
the radiating domain with a velocity greater than the
velocity of light, the intensity and the spatial distribu-
tion of coherent radiation are characterized by the same
features as Vavilov—Cherenkov radiation. Various
approaches to the design of superlight sources in vac-
uum were considered for thefirst timein [2]. In partic-
ular, the radiation due to a wave impulse formed by
plane electromagnetic waves that is obliquely incident
on an interface, as well as the radiation emitted when a
charged thread falls onto a conducting surface, were
considered in that paper. The mechanism of radiation of
different particles may be different; however, a charac-
teristic feature of superlight sources is the interference
of waves emitted along the trajectory of the radiating
domain [1]. The electrodynamics of superlight charges
was studied in survey [3].

In recent years, there have been publications in
which the authors describe theoretical and experimen-
tal investigations of superlight sources of radiation.
In [4], the authors considered el ectromagnetic radiation
emitted when a pulse of X-ray radiation with a plane
front is obliguely incident on aconducting surface. The
X-ray radiation induces a photoel ectron emission from
the conducting surface, and the emission front propa-
gates along the surface with a velocity greater than the
velocity of light. In[5, 6], certain schemes of superlight
sources were studied theoretically and the intensities of
the radiation induced by such photoelectron emission

were evaluated. L ater, at the Russian Research Institute
of Experimental Physics, Russian Federal Nuclear
Center, equipment was designed that employs X-ray
pulses, and the time and angular characteristics of the
generated radiation were measured [7, 8]. The X-ray
radiation is generated by a plasmathat is formed when
asubnanosecond laser pulseisfocused on an aluminum
target. According to the authors of [7, 8], the generation
of electromagnetic radiation with intensities of practi-
cal importance requires electron energies on the other
of hundreds of kiloelectron-volts. Therefore, the photo-
electrons emitted under the irradiation of a plate by
X-ray pulses are further accelerated in the space
between the cathode (the emitting plate) and the grid
anode.

Another type of a superlight source of radiation is
observed when measuring coherent transient radiation
of a bunch of particles accelerated in a microtron [9].
Upon leaving the microtron, the bunch of particles
passes through a metal foil. In the experiment, the hor-
izontal size of the bunch was much greater than its ver-
tical size and the size in the direction of motion; there-
fore, the bunch had the shape of a length of charged
thread that moves at an angle to the surface of the foil.
In addition to the maxima that are typical of the tran-
sent radiation, the measured angular distribution of radi-
ation contains peaks whose asymmetry and directivity
are characteristic of Vavilov—Cherenkov radiation.

In[10, 11], an equipment with asuperlight sourceis
described and experimental results obtained on this
equipment are presented. A characteristic feature of this
equipment is that radiation in it is generated by polar-
ization currents induced in dielectric plates.

In the present paper, we propose a design for a
superlight source in which the domain that emitsradia-
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SUPERLIGHT SOURCE OF RADIATION WITH A WAVEGUIDE

tion and moves with a superlight velocity isformed by
a continuous electron beam that travels through the
waveguide and reaches the space of radiation.

2. DESIGN OF THE SOURCE

The schematic diagram of the source is shown in
Fig. 1. The basic element of the sourceis arectangular
waveguide W. The cross section of the waveguide has
the dimensionsa along the x axisand b along the y axis.
An H,, electromagnetic wave propagates along the
waveguide in the positive direction of the z axis. The
electric and magnetic fields of this wave are described
by the formulas

_ ELL N
E, = _EOS'nD'EDS'nq)’

H, = Eonsing%%sinq),
N

H, = EO%cos%cosq),

E,=E, = H,=0,
where E is the electric-field strength of the wave, ¢ =

wt—k,z, k, = ka1 - ()\/Za)2 , k=217A, and A isthefree-
space wavelength. The H,, wave contains asingle elec-
tric component, E,. The phase velocity v; of the wave
depends only on the transverse dimension a of the
waveguide,

C

Ji—(v2a)?

and is always greater than the velocity of light in vac-
uum c.

There are narrow dots of length d along the zaxisin
the upper and lower walls of the waveguide. These slots
are drawn by heavy dashed lines in the figure. If the
width of the slots is much less than the transverse
dimensions of the waveguide, the slots virtually do not
perturb the electromagnetic field in the waveguide.

A source of electrons of small size Ax inthe x direc-
tion and of length d in the z direction is situated under
the waveguide. This source generates a continuous
electron beam, which is injected into the waveguide
through the lower slot. The velocity v; of the injected
particles is directed along the y axis. Consider a beam
of particles that are injected at the point (X,, O, Z).
Depending on the moment of injection, the particles get
either into a decelerating or an accelerating electric
field of thewavein the waveguide. If theinitial velocity
v; of the particles is nonrelativistic and the height b of

Ve =

)
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Fig. 1. Scheme of a superlight source that employs (a) tran-
sient and (b) synchrotron radiation; W is a waveguide, and
Risaradiator.

the waveguide and the el ectric-field strength E, are suf-
ficiently large, then the bunching of particles occursin
the waveguide. Some particles of the continuous beam
of electrons are decelerated, change the direction of
their motion, and leave the waveguide through the
lower slot. Other particles are accel erated, passthrough
the waveguide, and leave it through the upper dot.
Thus, a continuous beam of electrons injected at the
point (X, 0, Z) istransformed into atrain of bunches at
the output of the waveguide (at the point (X, b, zy)). The
length 1, of the bunches is determined by the initial
velacity v; of the particles, the transverse dimensions a
and b of the waveguide, and the electric-field strength
E,. The distance between the bunches is L = Av,/c,
where v, isthe velocity of particles at the output of the
waveguide.

At thepoint (X, b, z, + 82), which is shifted by adis-
tance 8z along the z axis, the time dependence of the
current through the waveguide isthe same asthat at the
point (X, b, ;) but the time delay ot = &z/v;. If the out-
put time of the first particle of a bunch at the point
(%o, b, Z) isty, then the output time of the first particle
of the bunch that leaves the waveguide at the point
(%o, b, Zy + 82) isty + 02/ v;. Thus, the point at which the
first particles of bunches leave the waveguide moves
along the z axis with the velocity v¢, which is greater
than the vel ocity of light. Since an el ectron beam, rather
than a single particle, travels through the waveguide, a
certain extended region in which particlestravel across
the waveguide moves along the waveguide. Thisregion
moves along the z axis, while the particles themselves
travel in the transverse direction, along the y axis.
While the beam injected into the waveguide is continu-
ous, the output beam represents a train of charged
strips. The length of astrip (the size along the zaxis) is
equal to the length d of the slot, the size of astrip along
yisequal to the length I, of abunch, and the size along
x isequal to the width Ax of the slot in the waveguide.
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Fig. 2. Velocity By of electrons at the output of the
waveguide as afunction of the phase ¢; of injection into the
waveguide for the electric-field strength Ey in the
waveguide equal to (1) 30, (2) 60, and (3) 90 kV/cm.

The strip moves at angle Y to the z axis such that
tany = v, /v;.

If the field strength in the waveguide is small, then
the velocity of the continuous electron beam is modu-
lated whileit travel s across the waveguide. The vel ocity
modulation of the beam results in the bunching of par-
ticles while they move inside the waveguide and in the
free space upon leaving the waveguide.

Thereisaradiating element R at acertain distance &
from the waveguide (see Fig. 1). It was stressed in [2]
that the particlesin asuperlight source may have differ-
ent mechanisms of radiation. In particular, the radiating
element of the superlight source shown in Fig. laisa
thin foil (ametal grid), and the particles generate tran-
sient radiation while passing through this foil. In the
source shown in Fig. 1b, the particles generate synchro-
tron radiation while moving in an external magnetic
field. The drift space & is chosen so that, at any point of
the radiating element, the length of the current pulseis
minimal and the amplitude of the current is maximal.

3. NUMERICAL ANALYSIS
OF A SUPERLIGHT SOURCE

We applied numerical methodsto the analysis of the
operation features of a superlight source. As a model,
we used the device shown in Fig. 1a The width and the
height of the waveguide area= 60 mm and b = 10 mm,
respectively. An H,, wave with a wavelength of A =
10 cm propagates along the waveguide in the positive
direction of the z axis. For such a wavelength and the
dimensions of the waveguide, the propagation velocity
isegual to v; = 1.81c. Theradiating element is a metal

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 101

SEROV

foil fixed to the upper wall of the waveguide. In our cal-
culations, we assumed that the drift space o is zero.

First, we consider the dynamics of particles in the
waveguide. To this end, we solve a relativistic equa-
tion of motion of a particlein agiven electromagnetic
field[12],

B _ e xH —
T = (E*BXH-BOBE), @

wherep =v/candy=1//1—- [32 aretherelative veloc-
ity and the energy of the particle, respectively.

The field of the electromagnetic wave is described
by formulas (1). The particles are injected at the point
x=Yy =z=0 on the lower wall of the waveguide and
have aninitial velocity of v; = 0.025c directed along the
y axis. We consider the motion of two hundred particles
that are injected successively over intervals of dt =
0.005T (T = A/cisthe period of the wave). Such a cal-
culation simulates the motion of a bunch of length |, =
v;T injected into a waveguide within a time period
equal to one period of the wave.

Next, we cal culate the positions and the vel ocities of
particles while they travel in the wave and at the output
of the waveguide. We aso calculate the moment when
the particles leave the waveguide. The calculations are
performed for various values of the electric-field
strength E, of the wave. Figure 2 shows the particle
velocity 3, at the waveguide output as a function of the
phase ¢; of particles at the moment of injection. One
can see that not all the electrons that are injected into
the waveguide during the accelerating half-period pass
through the waveguide. Therefore, the bunch length I,
(the distance between thefirst and the last particles that
travel through the waveguide at a given point within a
time period of T) isless than L/2, and the phase length
of the bunch is less than 1. As the field strength
increases, the bunch length decreases and the length of
the flat region of the impulse increases, 3, = f(¢)); i.e.,
the number of particles whaose velocity is close to the
maximal velocity increases. Figure 3 shows the posi-
tions of particles on the plane (B, ¢,), where ¢, is the
particle phase at the output of the waveguide. One can
see that the bunching of particles occurs: the electron
beam, which is continuous while entering the
waveguide, turnsinto abunch of electrons concentrated
in a rather narrow phase interval at the output of the
waveguide. Moreover, even in this interval, the parti-
cles are distributed nonuniformly. This fact is illus-
trated by the diagram of the particle density p asafunc-
tion of phase ¢, shown in Fig. 3. The calculations show
that about 75% of the particles that pass through the
waveguide are concentrated within the phase interval of
0.2rt i.e,, at the waveguide output, the phase length of
abunch is about an order of magnitude less than 21t If
the dot sizeaong the zaxisismuch greater thanitssize
along the x axis and the length of the bunch along they
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axis (inour case, |, =5 mm), then we can assumethat a
charged thread is incident on the radiator.

Using the data obtained while calculating the
motion of particles across the waveguide, we cal culated
the angular distribution of the field strength E" of the
transient radiation in the plane yz. Here, we assumed
that the radiation field at a given frequency generated
by an individual particle that passes through the plane
metal boundary and flies out to vacuum is described by
the formula[13]

0 —1]si [l
P __e_EBkIs 1lgnecoseaexpE%R—ioot%,(4)

Eo
TCRG 050 + /e — sin?6-

whereeistheelectron charge, Risthedistanceformthe
point where the particles pass through the radiator to
the observation point, € is the permittivity of the foil
material, 0 is the angle between the particle velocity
and the wavevector n, and t, isthe moment at which the
particle |eaves the waveguide.

In the centimeter- and millimeter-wave bands, one
may assume that the spectrum of the transient radiation
of a particle is uniform. For most metals, the angular
distribution of the radiation of asingle charged particle
has a qualitatively similar character. In the case under
consideration, the transient radiation is generated by
weakly relativistic particles. Therefore, the distribution
has a maximum between 60° and 70°.

The radiation field of the bunch as awhole is equal
to the sum of the fields generated by individual parti-
cles. The contribution of each particle is determined by
the distance R to the observation point and the moment
t, at which the particle |eaves the waveguide. Figure 4
(curve 1) showsthe angular distribution of the intensity
| ~ (E"? of radiation at awavelength of A = 3 cm gener-
ated by particles that leave the waveguide at the point
(O, b, 0). One can see that the distribution is symmetric
about the direction of motion of the particles. Such an
angular distribution is characteristic of the radiation
due to an electron beam with small transverse dimen-
sions. Further, we analyze the effect of the slot length d
on the distribution of radiation.

Using formula (4), we can obtain an expression for
the angular distribution of the field of transient radia-
tion generated by a piece of acharged thread that passes
through a metal foil. We will neglect the difference
between the velocities of electrons at the waveguide
output and assume that all particles have the same
velocity B,. In addition, we will assume that the coor-
dinates x and z of a particle at the waveguide output are
the same as those at the injection point. Under such an
assumption, the oscillations and the drift of particles
along the longitudinal z axis are not taken into account.
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Fig. 3. (1) Velocity By and (2) density p of electrons as a
function of the phase ¢, at the output of the waveguide for
an electric-field strength in the waveguide of Ej =
90 kV/cm.
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Fig. 4. Angular distribution of the radiation intensity at a
wavelength of A = 3 cm. The radiator is an electron beam
with small transverse dimensions (1) or an electron source
of length d =3 (2), 10 (3), and 40 cm (4).

Consider thefields at alarge distance from theradiation
source, when R > d. In this case, we have

R = R,—zsind, (5)

where R, is the distance from the observation point to
the origin and z is the coordinate of the point at which
the particle leaves the waveguide.

Assumethat the length of the thread is much greater
than its transverse dimensions (dimensionsin the x and
y directions). The moment t, at which the particle that
passes through the waveguide at the point with coordi-
nate z leaves the waveguide can be expressed as

z
= + —
tk tO Vf ’ (6)
wheret, isthe moment at which the particle injected at
the origin leaves the waveguide.
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Fig. 5. Maximal intensity of radiation as a function of the
length of the electron source.

Substituting (5) and (6) into (4), we obtain

r_ o q DBble 1|sm9coseD

HCREECOSG +Je—sin d]

x epoERO—m)tq]Ie"*m‘Z z
0

(7)

where q isthe charge of a unit length of the thread,
q=3n0_1 ®)

After integrating with respect to z, we obtain the fol-
lowing expression for the strength of the field of the
transient radiation generated by a charged thread:

r_ o q DBble 1|smecoseD

nCRE&cose +.Je—sdn G]

. . a sn
X exp[lgRO—lootO + Ed}Tnd'

9)

wheren = ad/2.

It follows from (9) that the angular distribution of
the field strength of the transient radiation generated by
athread isdetermined by thefield distribution of aniso-
lated charge (given by the expression in parentheses),
the function sinn/n, and the length d of the source of
electrons. Thefunction sinn/n attainsits principal max-
imum at n = 0 and oscillateswhile decreasing asn —
+00, The condition | = O for the principal maximum is
fulfilled when a = 0. It follows from (8) that this condi-
tion corresponds to the radiation angle 6, given by

: C
SN, = —

- (10)
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Substituting v; from (2) into (10) and taking into
account the wavelength A and the waveguide size a, we
obtain 6,,, = 56°.

Denote by ( the angle between the z axis and the
wavevector n (see Fig. 1a). Since Y = W2 — 6, we have
the following equation for this angle:

COSY o = — (11)

Ve

Formula (11) defines the angle Y,,,» of Vavilov—Cher-
enkov radiation from a source that moves along the
zaxis with a velocity v; greater than the velocity of
light. Note that each particle of abunch travelsaong a
normal to the foil and produces only the transient radi-
ation while passing through the foil. However, the radi-
ation source itself moves along the foil at a superlight
velocity. The interference of the waves emitted by indi-
vidual particles resultsin adirectional radiation that is
characteristic of the Vavilov—Cherenkov radiation [14].

We calculated the angular distribution of the inten-
sity of radiation generated by an electron beam for dif-
ferent values of the length d of the electron source.
Theresults of these calculations are shown in Fig. 4
(curves 2—4). One can see that, asd increases, the angu-
lar distribution becomes asymmetric, and the width of
the angular distribution at the maximum intensity
decreases. Moreover, the angle at which the radiation
intensity is maximal varies from 6, = 70°, which is
typical for the transient radiation of weakly relativistic
particles, to 6,,,, = 34°. Recall that o = TT— 6,5 = 56°
isthe angle of the Vavilov—Cherenkov radiation.

All the curvesin Fig. 4 are normalized by the maxi-
mal intensity. The radiation intensity as afunction of d
isshown in Fig. 5. It follows from the cal culations that
the radiation intensity increases with the source length
d; for d > 5A, the function of the intensity of radiation
emitted at the angle Y, versus the source length

becomes quadratic, | O d?.

4. CONCLUSIONS

We have considered a variant of a superlight source
of radiation that employs a waveguide for bunching an
el ectron beam. We have calculated the motion of parti-
clesthrough the waveguide and the angul ar distribution
of the intensity of transient radiation generated by an
electron beam. In the millimeter- and centimeter-wave
bands, the spectrum of the transient radiation can be
considered to be uniform. Therefore, such a design of
the source can produce intense radiation over a wide
range of wavelengths. The radiation direction and the
width of the angular distribution can be varied by vary-
ing the shape of the radiating surface and its length.

If a source employs synchrotron radiation (see
Fig. 1b), then the wavelength at which the radiation
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power attains its maximum can be controlled by vary-
ing the strength of the magnetic field in the radiator.

The scheme of the radiation source proposed allows
one to realize a radiation mode when the velocity of
radiation region varies along its trajectory. This is
achieved by varying the transverse dimensions of the
waveguide along its longitudinal axis.
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Abstract—Quantum cryptography (secure key distribution) systems must include procedures for correcting
errorsin the raw key transmitted over a quantum communication channel. Several reconciliation protocols are
discussed and compared in terms of efficiency. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

Quantum cryptography (secure key distribution) [1, 2]
makesit possible, in principle, to implement absolutely
secure “one-time pad” cryptography systems (undeci-
pherable by an eavesdropper even theoretically) [3-5].
The security of quantum key distribution is based on
the fundamental principles of quantum mechanics [6].
More precisely, Heisenberg's uncertainty principle for-
bids simultaneous measurement of observables repre-
sented by noncommuting operators. In quantum cryp-
tography, these observables are represented by the den-
Sity matrices of carrier states corresponding to the
classical bits, 0 and 1. For pure states, the impossibility
of simultaneous measurement (complete indistinguish-
ability) of density matrices is equivalent to nonorthog-
onality of the carrier states [7]. In other words, it is
impossible to distinguish nonorthogonal states with
zero probability of error and leave the system in a post-
measurement state isidentical to itsinitial state. Thus,
any eavesdropping attempt (i.e., a perturbation of the
carrier state) must change the measurement statistics at
the receiver end as compared to the statistics of mea-
surement on the input states. Transformation of quan-
tum states in a noisy quantum channel aso leads to
changes in the measurement statistics. In quantum
cryptography, any change in measurement statistics
should be attributed to the eavesdropper’s intervention,
because it is impossible in principle to distinguish
between changes in statistics induced by channel noise
and the eavesdropper.

If the laws of guantum mechanics were such that
only the fact that a carrier state had been perturbed
could be revealed, then this possibility would be of no
use for secure key distribution. However, not only per-
turbation can be detected, but the change in measure-
ment statistics can also be related to the amount of
information that can be extracted by the eavesdropper.

In quantum cryptography, not only a quantum com-
munication channel (fiber or free space) is required to
transmit quantum states, but also a public classical
communication channel is necessary for the legitimate
partners to check for changes in the measurement sta-
tisticsand correct errorsin transmissions over the quan-
tum communication channel. The only requirement to
be satisfied by the classical channel isthat the published
information cannot be changed by the eavesdropper’s
intervention; i.e., the channel must be unjammable. A
public classical channel of this kind is a mathematical
idealization, because it cannot physically exist. The
integrity of the announced data can be guaranteed only
by using authentication and integrity control proce-
dures, which require the use of a specia secret key. If
the Internet is used as a public classical channel, then
authentication keys can be generated by means of the
Diffie-Hellman algorithm [8]. However, the Diffie-
Hellman scheme cannot be used to generate authentica-
tion keys if the same fiber-optic link is employed as
both a public classical and a quantum channel for the
fundamental reason that a “man-in-the-middle” attack
then obviously becomes possible. To deal with this sit-
uation, one needs a short initial key to be used only in
thefirst session and then discarded. In each subsequent
session, the authentication and integrity of the message
transmitted over the classical channel are guaranteed by
using part of the key generated the preceding commu-
nication. The remaining (longer) part of the key
received over the quantum channel is used for encod-
ing. If the authentication and encryption procedures are
based on a Russian state standard (GOST), then theini-
tial key must be 256 bitslong. However, a much longer
new secret key can be transmitted in a few seconds by
communicating over the quantum channel.

Theinitial key could obviously be used for encoding
a new key to be sent to the other legitimate partner.
However, the absol ute security of the new key would be
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guaranteed only if its length did not exceed that of the
key used to encodeit. In quantum cryptography, theini-
tial key is never used directly for transmitting a newly
generated key over the guantum channel. It is shown
below that the amount of information transmitted over
the public classical channel per bit of a new secret key
is less than unity; therefore, key expansion can be
implemented.

The use of a short initial key is more attractive,
because the number of rounds of public communication
required to complete key reconciliation and privacy
amplification can thus be minimized.

In this approach, the main theoretical problem isthe
evaluation of the length of a secret key that can be
received under the observed change in measurement
statistics at the receiver end as compared to the statis-
tics of measurement on the unperturbed states. Gener-
ally, the change in measurement statistics is quantified
in terms of the bit error rate, i.e., the probability that a
transmitted O is received as a 1 or vice versa. (Note,
however, that alternative measures of change in mea-
surement statistics can be used as well.) The error rate
is evaluated by publicly comparing part of the bit
sequence transmitted over the quantum channel, and
then the disclosed bits are discarded.

At the next stage, Alice and Bob correct errorsin the
rest of the bit sequence, communicating over the public
channel. (Alice and Bob are the conventional names of
the sender and receiver, respectively; A and B denote
their respective locations; and Eve is the conventiona
name of the eavesdropper.) As a result, Alice and Bob
have shorter strings that are identical with probability
arbitrarily closeto one, e.g., 1-22© = 1-10-° (recal |l that
the estimated number of atomsin the Universeis 107).

After the key has been reconciled, Eve has a string
of bits, or quantum states stored in a quantum memory,
or both. At the last stage, afinal secret key is generated
by compressing the bit string shared by Alice and Bob
(actually, by using arandom hash function). The result-
ing compressed string becomes a secret key shared by
the legitimate partners, and it is guaranteed that the
amount of private information known to Eve is expo-
nentially small as a function of a certain security
parameter defined by Alice and Bob.

It is natural to require that error-correction and pri-
vacy-amplification procedures leave as many bits as
possible in the final key. Another requirement is the
minimization of the number of rounds of public com-
munication per bit in the final secret key.

The legitimate partners must not only correct the
errorsin the raw key, but also calculate an upper bound
for the amount of information about the remnant key
that can be extracted by Eve from public transmissions.
Error correction can be performed by using various pro-
cedures, including any classical error-correcting code.
Note that it is al but obvious which one will prove the
most efficient by the criteria mentioned above.
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Inwhat follows, we discuss error correction by bisec-
tive search, the CASCADE agorithm, and classica
Bose-Chaudhuri—Hocquenghem and Hamming codes.
It isimportant that the efficiency of any error-correction
procedure cannot be evaluated without taking into
account the quantum part of the key generation protocol.

Irrespective of the error-correction procedure
employed, the analysis presented below shows that the
upper bound for the amount of information about the
final key that can be extracted by Eve corresponds to
the case when she can perform collective measure-
ments on several quantum states stored in a quantum
memory. Even though measurement of many entangled
states is beyond the scope of present-day technology, it
is not forbidden by any fundamental principle of quan-
tum mechanics. This problem is eiminated if Eve's
instrumentation can be used to perform only individual
measurements.

2. THE QUANTUM PART OF A PROTOCOL
FOR RAW KEY GENERATION

Conceptually, the simplest quantum key distribution
protocol, known as the B92 protocol, makes use of two
nonorthogonal states. Even though attenuation in a
fiber-optic cable is the only factor limiting its imple-
mentation, this protocol works only if the quantum
channel length does not exceed 20 km. Itsdiscussionin
the context of the present study is motivated by the sim-
plicity of itsanalysis and thefact that it contains all ele-
ments common to other, more practicable, key distribu-
tion protocols.

The quantum part of the protocol has a standard
form [9, 10]. Two nonorthogonal states of the informa-
tion carrier corresponding to classical bits are prepared
by Alice: 0 < |up[) 1 ~—— |u; L1 The overlap between
them is conveniently parameterized by the correspond-
ing angle (see Fig. 1):

[du,0= sin2a. (D)

The orthogonal basis vectors in the span of |uyCland |u, [
are denoted by |00and |10
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Bob performs individual measurements described
by the following partition of the identity operator:

_ _ (I = Ju, [T, )
= Aot At Ay A= S o
_ (= JuoMg ) _
Al_ 1+|]]1JUOD’ A?— I_AO_A]_.

The outcome space Q consists of three outcomes: Q =
{0, 1, ?}. The operator A, represents measurements
whose outcomes are interpreted as 0. In the absence of
Eve's intervention, such a measurement occurs only if
the state |u,Chas been sent. If the state |u,Chas been sent,
then the measurement represented by A; (but not Ag)
can occur, and itsoutcomeisinterpreted as 1. The oper-
ator A, represents measurements with inconclusive out-
comes, which may correspond to both |u,Cland |u,

The conditional probability Pr(i|j) of an outcome i
(i=0, 1, ?) whenastate |y, [)j = 0, 1) has been sent is
expressed as follows:

Pr(0[0) = Pr(1[1) = Tr{|uouij Ag

= Tr{|u, [ A} = 1-cosH,

or(110) = _ 3
(1{0) = Pr(0]1) = Tr{|uouij Ay}
= Tr{|u,00| Ag = O.
Pr(?/0) = Pr(?|1) = Tr{|u,i A,
(710) (?11) = Tr{|uog Aj @

= Tr{|u,00| A} = cob .

All possible eavesdropping strategies can be tentatively
classified asfollows.

Opaque eavesdropping. (This strategy is also fre-
guently called intercept—esend attack.) Eve intercepts
Alice's transmission, performs a direct measurement
on it, and resends a new state depending on the mea-
surement outcome.

Entangled translucent eavesdropping. Eve uses
an auxiliary system (ancilla) interacting with the infor-
mation carrier to create an entangled state of the carrier
and the ancilla and performs a measurement on the
ancilla state while the carrier state is forwarded to Bob.

Collective attack. This strategy is analogous to
translucent eavesdropping, with the exception that Eve
stores each ancilla state in a quantum memory and per-
forms a collective measurement on the stored ancilla
states only after Alice and Bob have completed their
error-correction and privacy-amplification procedures
by communication over a public channel. Collective
attacks are more effective than individual measure-
ments.

Joint attack. This strategy is the most general and,
probably, the most effective. It is analogous to a collec-
tive attack, except that Eve performs a measurement on
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a single state from a Hilbert space of large dimension
interacting with the carrier state.

Formally, entangled translucent eavesdropping is
described by a unitary transformation of the ancilla
state |ellinteracting with the carrier state prepared by
Alice:

|uoLL |el— U (JuolL [el)

©)
aju,[ |, bju, [ e, O0=¢ ,0)

Ju, L1 [el—= U (Ju, [ |eD)

(6)
blu I |e, [ aju, [T |e;O0=¢ 4[]

where |g,0and |e,[Jare (nonorthogonal) ancilla states,
and a and b arereal coefficients chosen by Eve to spec-
ify the unitary evolution.

While the ancilla and carrier are in an entangled
state after the evolution, Eve and Bob can measure only
the states of the ancillaand carrier, respectively.

In the case of acollective attack, the states measured
by Bob before Eve performs any operation on the
ancilla state are obtained by tracing out the ancilla sub-
space:

P(luoly = Tref |eo Mg}

a’uo Mg + absin2y (JuMl,| + u, Mg

+ b?|u, [y,

(7)
P(Ju i = Tref |o, Mgy}

b|u, i + absin2y(|u, M + Ju, i)

+a°|u, ().

After Bob has performed the measurements
described by (2) on the states represented by (7), condi-
tiona probabilities (3) and (4) become

Pr(0[0) = Pr(1]1) = Tr{p(lu,0Aq¢
= Tr{p(lu,DA} = a*(1-sin2y),

(8)
Pr(1]0) = Pr(0]1) = Tr{p(luJA}

= Tr{p(ju,DA¢ = b*(1-sin2y),
Pr(?/0) = Pr(?|1) = Tr{p(lu,DA3}
= Tr{p(Ju,0A} = 1—(a°+b*)(1-sin2y).

The deviation of Bob’'s measurement statistics from
Alice's is quantified by an error rate. In particular, the
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probability that a0 istransmitted and a 1 isreceived or
vice versa corresponds to the error rate

_ Pr(1j0)+Pr(0]1) _  b?

Q= Pr(0|0) +Pr(1|1) = g%+p?

(10)

The inconclusive outcomes are rejected by communi-
cating over a public channel. To evaluate Q, Alice and
Bob compare by public discussion the bits in a ran-
domly sampled subsequence (with a length of about
half that of the transmitted sequence) and then reject the
published part of the sequence.

Theancillastates stored by Eve and the bitsreceived
by Bob are in one-to-one correspondence. In particular,
if Alice has sent |uy,[land Bob has received a 0, then the
unnormalized ancilla stateis

Po" o(luol) = Tr{ . J/Aoleold /Ag

(12)
= (1-Q)leTey.

If Ju,Osent by Alice has been received by Bob asa 1,
then Eve has

1< 1(Jus ) = Tr{ /A e, 0 . /A}

(12)
= (1-Q)le, &y

Furthermore, if Bob has received a 1, whereas |u,[has

been sent by Alice, then the ancilla state will also be
“incorrect:”

Po"< 1(Juel) = Tr{ /A lg, 0Py /A}

= Qle, ey, )
p1 o(luoD) = Tr{ /Aol Tp /A (14)

QleoT

Table 1 shows the combinations of the bits sent and
received by Alice and Bab, respectively, and the ancilla
states stored by Eve that are possible after the commu-
nication over the quantum channel has been completed
and the inconclusive outcomes have been rejected by
public discussion.

Thus, Q isthe fraction of bit errorsin the total num-
ber of received hits, and the ancilla states kept by Eve
in aguantum memory are in one-to-one correspondence
with the classical hits received by Bob: 0 ~— |e,[Jand
1|0

3. SECRET KEY LENGTH
IN THE SHANNON LIMIT

After the inconclusive outcomes have been rejected,
Alice and Bob formally have a binary symmetric chan-
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Table 1. Correspondence between Alice’'s and Bob's hit
strings and the quantum states stored by Eve

Alice 0 1 . 0 0 1
Bob 0 1 1 0 0
Eve el | e O e 0 | el | |l
Error X X
position

nel characterized by the conditional probabilities

Pr(0j0) = Pr(1]1) = 1-Q,

(15)
Pr(1/0) = Pr(0[1) = Q

and equal apriori probabilities of input states

Pr(0) = Pr(1) = %
By virtue of the one-to-one correspondence between
the bits received by Bob and the ancilla states stored by
Eve, the Alice-Eve channel is a quantum binary sym-
metric one with input states

Po = [upig, p; = |uy[y
and Eve's output states
leotley, |e;[Tey.

The channel can be described by a superoperator
I agl...] asalinear, trace-preserving or trace-reducing,
completely positive mapping of Alice’s input density
matrix to Eve's output density matrix. The unitary rep-
resentation of the superoperator is

T pel ] = Tre{ JAMU([...] O led)U™ /A 16
+Trg{ JAU([...] O leM&) U™ /A} .
Furthermore,

T ael U] = (1-Q)le (&g + Qle, My,
T aellusy] = (1-Q)le; ey + Qley ey

Now, let us find an upper bound for the error rate com-
patible with secure key distribution between Alice and
Bob and evaluate the corresponding key length in the
[imit of n —= o by means of random coding in the
spirit of Shannon’s mathematics. (We note, however,
that this approach is obviously impracticable, since it
will require exhaustive search over an exponentialy
large number of code words.) Let thefirst code word be
the bit string sent by Alice. Then, M — 1 n-bit code
words are randomly generated. All of the M code words
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are sent to Bob over a public classical channel. We
denote them by

(1)

w@

(M)

w LW

where

WY = (jp i s in)s G = 0,1

(They are obviously known to Eve.)

We note that the total number of code words must be
sufficiently redundant for Bob to be able to identify the
first code word (the bit string sent by Alice over aquan-
tum channel) with probability one. By the Shannon
coding theorem, if the number of code wordsis

M < 2n[CAB(Q)_6]’ 50,

(18)
Cas(Q) = 1+QlogQ +(1-Q)log(1-Q),
where C,5(Q) is the capacity of a binary symmetric
classical channel, then the probability of decoding
averaged over the ensemble of code words tends to
unity [11, 12]. Comparing the received bit string with
all of the code words, Bob finds one that is Hamming
closest to the string (i.e., differing from the output
string by the minimal number of bits) and identifiesthe
bit string sent by Alice with probability one. Then, he
correctserrorsin the received string to obtain araw key.
The probability of decoding error averaged over the
ensemble of code words conditioned on (18) is

P(n, M) = 5 [1-Pr(wh|w))] -
i=1

—N[Cps(Q) - 9]

<e+(M-1)2 <g(n,M) — 0,

where Pr(w‘é W) is the conditional probability of
decoding the code word w. In other words, for any

g(n, M), there existsan arbitrarily small & such that (19)
holdsfor n < N.

The use of M code words randomly sampled from
the 2"-dimensional space of n-hit strings means that the
Hamming distance between the nearest code words is
dightly larger than the number Qn of bit errors, which
makes it possible for Bab to decode the received string
into the input code word with probability one.

Eve can perform either an individual measurement
on each ancilla state stored in a quantum memory or a
collective measurement on al (mutually nonorthogo-
nal) stored ancilla states (see Table 1). In the case of
entangled translucent eavesdropping, the error of dis-
tinction between two nonorthogona states is mini-
mized by performing an optimal individual measure-
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ment represented as the partition of the identity opera-
tor [13]

I = Mo+ My, Mo 1 = Mg 000 4, (20)

where |m,, ;[ldenotes the eigenvectors of the operator
le;[&,| — |e, [, The corresponding probability of error
is

£(Q) = 511-1-[RdeT] = 5(1-cos2y), (21)

J1-(1-2Q)°—sin2a _
sin2a[+/1-(1-2Q)*sin2a —1]

These results are obtained by using the unitarity and
normalization conditions for the functions |, ;00
(defined by (5) and (6)), which lead to the relations

sin2y =

sin2a = 2ab+ (a”+b?)sin2asin2y, 22
a’+b’+2absin2asin2y = 1.

Note that a similar error corresponds to the case when
Eve performs measurement (20) on each transmission
without using quantum memory. However, further anal-
ysis is more transparent when guantum memory is
employed.

Before Bob corrects errors after Eve's individual
measurements have been completed, the error rates in
the Alice-Bob, Bob—Eve, and Alice-Eve channels are,
respectively,

Pr{ba(i) = bg(i)} = 1-Q, (23)

Pr{bg(i) = be(i)} = 1-£(Q), (24)

Pr{ba(i) =Dbe(i)} = (1-Q)(1-¢)+Qe. (25
Therefore, Eve'serror rateis

E(Q) = 1-(1-Q)(1-¢(Q)) +Qe(Q).  (29)

Using (21), we rewrite (26) as

E(Q) = Qeos’y + (L-Q)sin’y.
If E < Q, then Eve can decode the bit string sent by
Alice with probability one. The equation
Q=EQ)

determines the highest error rate compatible with
secure key distribution between Alice and Bob.

If the error rate in the Alice-Eve channel is higher
than that in the Alice-Bob channdl, i.e,,

Cas(Q) > Cae(E(Q)),
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then the length of a secret key that can be shared by
Aliceand Bobinthelimit of n —= o is

Necret —> N. (27)

The probability of Eve's error averaged over al code
words is

P(n, M) = 5 [1-Pr(wi{w))]
j=1

>1— O(l) 2—n[CAB(Q)_CAE(E(Q))] . 1, (28)

n— o,
Cae(E(Q)) = 1+E(Q)logE(Q)
+(1-E(Q))log(1-E(Q)).

This expression is actually a corollary to atheorem on
error rate for transmission at a data rate higher than the
capacity of a memoryless classical communication
channel [11, 12, 14]. In other words, relation (28) fol-
lows from the “strong inverse” to the Shannon coding
theorem, where “strong inversion” means that the error
rate tends to unity when the data rate exceeds the chan-
nel capacity. The case when ahonzero upper bound for
error rate does not approach unity with increasing n
corresponds to the “weak inverse” to the coding theo-
rem, as in collective measurements.

When Eve undertakes a collective attack, the quan-
tum Alice—Eve channel is formally described by the
superoperator I 4¢[...] that maps Alice's input density
matrix to Eve'soutput density matrix asin (16) and (17).
Eve's measurements are represented by outcome oper-
ators making up a partition of the identity operator in
the span of ancilla states (see [15-18] for details):

M
| = z X, (29)
k=1
M D—1/2
X, = éz @QPWD
=1 0
(30)

1/2

M |:|_
PP P éz 0%
-1

where P is the projector onto the typical subspace of
the density matrix

On
2 el gl + 57 aelfu; 015
(31)

= %erd + |e1]J)EDn,
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and @Wk is the projector onto the typical subspace of
the density matrix corresponding to the code word wk,

P = P UPH -..pis
(32)

i, =01 k=12..M,

_ H1-Q)leolied + Qle; &y, iy

P T H1-Q)le,T) + Qley Ty, iy >

The projector @Wk is constructed as the spectral projec-

tor corresponding to the product Ay = A; - A; ... A; of
eigenvaluesof p . such that
e AP +3] A, < MHP) -3 (34)

where

F(p) = 2S((1-Q)leolTeq + Qle,Te/)

(35
+3((1-Q)ley &y + QleyM&y) ],
with

S(p) = —Tr{plog(p)} (36)

being the von Neumann entropy.

According to [15],
P <p PRCIOR

v (37)

E{ Tr{ pwk(l _prk)}} <€,

where E denotes an average over all random codes. The
probability of error of decoding by means of Eve's out-
come operators (30) is

M
P, M) = 5 [1-Pr(w! = w)],
k=1

(39)
Pr(w = wg) = Tr{p 0 X3 -
It was shown in [15, 18] that if
n[Cy -8
M<2 % (39)
then
—n[Cy _—33]
Po(n,M)<8+(M-1)2 * —0. (40

The exponent in (39) contains the classical information
capacity of anoisy quantum channel [15, 18] described
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by superoperator (16), (17):

= 1
Cre = ST acllUolTi] + 57 el Juy M)

- %S(gAE[ |uoig] ) — %S(gAE[ | 0[] )

: . : (41)
- _1—S|n2yIO 1-sin2y 1+sin2y
2 9T 2
X Iogm + A_logA_+ A, logA,,
where

A, = %(1L/1—4%), 42)

% = [(1-Q)cos’y +Qsin’y]
43

X [(1—Q)sin2y + Qcoszy] - coszy sinzy.

Secure key distribution implies that Eve cannot
decode the transmitted code word. If the number M of
code words used in transmissions over the Alice-Bob
channel is smaller than that in the Alice—Eve channel,
then secure key distribution is impossible a priori; i.e.,
Eve decodes any bit sequence with probability one. If
Eve'sinstrumentation can be used to perform only indi-
vidual measurements, while Alice and Bob use a ran-
dom code to correct output errors, then secure key dis-
tribution is possible if

Cas(Q) > Cae(E(Q))

combined with (28) holds (see also [19]). This means
that Bob can correct al errorsin the received hit string
with probability one, while Eve's error rate tends to
unity (in accordance with the “strong inverse” to the
Shannon coding theorem), and the entire n-bit string
can be used by Alice and Bob as a secret key.

Using instrumentation for collective measurements
described by (29) and (30), Eve can decode the bit
string sent by Alice with probability one if

(44)

n[Cyq, -3l

M<2

Accordingly, the critical condition for secure key distri-
butionis

CAB(Q) = (_:J‘TAE,

if Eve can perform collective measurements.

(45)

Cg . .
When M > 2" "=, Eve cannot decode the bit string
sent by Alice even by means of collective measure-
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ments, whereas Bob can correct al errors in an n-bit
string with probability one if

M < ZH[CAB(Q)—5] .

The corresponding probability of Eve's decoding error
averaged over the ensemble of code wordsis

Po(n, M = 2"

) > Cap(Q) - CSTAE; (46)
i.e., the “weak inverse” to the coding theorem applies.
In contrast to the case of classical or individual quan-
tum measurement, Eve'serror ratetendsto unity slower

than any exponential of

N[Cas(Q) —Cae(E(Q))].

When Eve performs individual (essentialy, classical)
measurements, if

Cas(Q) > Cre(E(Q)),

then shefailsto decode any n-bit string with probability
one in the limit of large n, and the entire string can be
used by Alice and Bob as a secret key.

In the case of a collective attack (an essentialy
guantum measurement), the probability of Eve's
decoding error per code word is not lower than
Cas(Q) — Cs,., and the corresponding probability of
decoding is

1-[Chs(Q) ~Cq,.

A conservative estimate (even dightly biased in favor
of Eve) for the number of code words known to Eveis

nCq,_ . . . .
2 % if their total number is M. Since Bob can correct
al errorsin areceived n-bit string if

M < 2nCAB(Q)

we can use the space dimension 2" asan estimate for the
number of code words, and then the fraction of all bits

Cq
in the entire space known to Eveis 2"7% 1o Sincethe
probability distribution of randomly sampled code
words is uniform, the fraction of bitsin each particular

string known to Eve does not exceed nCy,_, and the

remaining n[1 — Cy,_] bits can be used as secret ones
by the legitimate partners.

Figure 2 illustrates the variation of Bob's error rate
Q for several values of the angle of overlap between |uy]
and |u,[]

Note that the fact that Eve's error rate tends to unity

cannot guarantee secure key distribution. Indeed, (27)
and (28) are asymptotic expressionsvalid in the limit of
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Fig. 2.
n — oo, Whereas any actual bit string has a finite not higher than
length. Secure key distribution requires that the amount 1 1
of private information contained in an n-bit string wg ===
singled out by Eve from the ensemble of all possible M 2

strings W relative to the set of bit strings shared by
Alice and Bob must be an exponentialy decreasing
function of the security parameter s,

2—S

I (W; We = wg) < P

(47)

In terms of conditional entropy, this requirement is
expressed as

—S

H(W|We = w,) >n—2—

In2’ (48)

Thus, the n-bit reconciled key shared by Alice and Baob
till cannot be used as a secret key, because the proba-
bility given by (28) for afinite n may not be exponen-
tially small as afunction of s. Recall that

[(W; Weg=wg) =0

is the probability of a correct guess.

At the last stage, a final key is generated by com-
pressing the n-bit strings shared by Alice and Bob into
a string of length r, and it is guaranteed that condi-
tions (47) and (48) are satisfied. The hashing procedure
(privacy amplification) makes use of a theorem [20]
that relies on the properties of the second-order Renyi
entropy and universal hash functions [21].

A 2-universal hash function is a function
9(x): {0, 3 "— {0, "(X—Y)
such that, for arbitrary
X1, Xo O X, X3 # Xy,

the probability that y; = v, (y; = g(x,) and y, = g(x,)) is
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(IY| is the volume of the space of r-bit strings). The set
of random functions g O G is a set of 2-universal hash
functions if a random sample from a uniform distribu-
tion on G contains no more than |G|/|Y| functions for
which collision of their values corresponding to distinct
values of the argument is possible. In other words, if a
hash function is randomly sampled from auniform dis-
tribution, then the probability of its equal values corre-
sponding to two distinct n-hit strings does not exceed 2.

With regard to cryptography (including gquantum
cryptography), this means that the r-bit string obtained
by compressing Eve's n-bit string different from that
shared by the legitimate partners with arandomly sam-
pled hash function is identical to the r-bit string shared
by Alice and Bob with a probability not higher than 2.

By the privacy amplification theorem, the parame-
tersn, r, and s can berelated to the properties of univer-
sal hash functions by means of the second-order Renyi
entropy defined in terms of the conditional probabilities
Pr(W|weg). To do this, we need the following definitions.
Suppose that a random variable x [1 X is characterized
by the probability distribution Py(x) on X. The collision
probability is defined as the probability that equal val-
ues of x are obtained in two independent trials:

P(X) = Y PU(X). (49)
xOX
The second-order Renyi entropy is defined as
R(X) = —logP.(X). (50)

Conditional probability distributions are defined simi-
larly:

Pu(XIY=Y) = 5 Piv=y(¥), (51)
yody

R(X|Y =) = -logPc(X|Y = ). (52)
No. 2 2005
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The mean value of the Renyi entropy is

RIX|Y) = 5 PyYRX|Y =y).

yoy

(53)

To evaluate the amount of private information known to
Eve, the following relations are required:

R(X) = H(X),
54
H(X) = =% Px(X)10gPx(x). 4
For any joint distribution, it holds that
R(X|Y) < H(X]Y). (55)

The following theorem plays a fundamental role in
cryptography.

Privacy amplification theorem [20]. If x O X isa
random variable characterized by the probability dis-
tribution Py(X), R(X) is second-order Renyi entropy,
g 0 G is a random variable with uniform distribution
on the set G of 2-universal hash functionsg : X —
{0, 1}', and K = G(X), then

H(K|G) 2 R(K|G) =1 —log(1 + 2" "™)

2r—R(X)

In2 ’

(56)

21—

where H(K|G) = H(G(X)|G) is the mean conditional
Shannon entropy.

With regard to quantum cryptography problems, we
have the following important corollary to the theorem.

Suppose that the joint probability distribution Py,,_ is
not known in the general case; the Renyi entropy is

R(W|W = wg) = c.

If Alice and Bob use arandomly sampled hash function
from{0, 1}"— {0, 1}" in G with uniform probability
distribution to generate a secret key by hashing their
shared strings from the set K = G(X), then

H(K|G, Wg =wg) =1 —log(1+ 2" %)
e (57)

>z— )
In2

The conditional probability distribution Py, - w_ (Wg)
for individual measurement is

n—d(wg, W)sd(wE, w)

Pww, = w.(Wg) = (1-€) , (58)
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where d(wg, W) is the Hamming distance between the
strings W and Wz = wg. The corresponding Renyi
entropy is

R(W|Wg = wg) = —nlog[82+ (1—8)2],

(59)
€= 1(1—cosZy).
2
The mutual information known to Eveis
I(K; GWe) = H(K) ~H(K|GWe) < 2=, (60)
where
r = c—s = —nlog[e’+ (1-€)] s, (61)

and sis asecurity parameter.

It is essential for further analysis that compression
ratio depends on the specific procedure used by the
legitimate partners to correct errorsin the raw key. The
probability Py, -, (Wg) introduced above is condi-

tioned on the key reconciliation performed by the legit-
imate partners. Initially, Alice and Bob have different
strings:

PWA‘WB —w(Wg) # L.
Accordingly, for Eve'sinitia string,
PWA\WE -w(Wg) 2 1.

After the error correction by public discussion has been
completed, w = w, = wg and wg # wW. Moreover, Eve can
also use these public transmissions to partially correct
errors in her bit string, and the conditional probability
corresponding to the resulting string will be different in
the general case:

Pww, = w (Wg) # PWA‘WE = w(We).

Therefore, the legitimate partners must not only correct
errors, but also evaluate the change in the conditional
probability for Eve's knowledge of their private infor-
mation.

In what follows, we discuss several procedures for
correcting errors in the raw key. Eve's conditional
information may either change or remain invariant,
depending on the procedure employed. Note that the
efficiency of aparticular procedure depends on the final
key length, as well as by the length of the reconciled
key. In particular, when the reconciled key obtained by
using one error-correction procedureis longer than that
obtained by another, the conditional probability for Eve
is higher in the former case and a higher compression
ratio isrequired (for agiven security parameter), which
leadsto ashorter final key. It isshown below that thisis
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the case when the raw keys are reconciled by using
classical codes.

4. ERROR CORRECTION IN THE RAW KEY
BY BISECTIVE SEARCH (BINARY)

Consider bisective search with subsequent removal
of errors[22], which makes it easy to monitor changes
in conditional probabilities.

After the quantum part of the protocol has been exe-
cuted, Alice and Bob have distinct N-bit strings in the
general case. The states stored in Eve's quantum mem-
ory arein one-to-one correspondence with the classical
bits received by Bob. The exact number of single-bit
errors in the string received by Bob is not known in
advance. Alice or Bob randomly samples a substring of
length N/2 and announces the bits contained in the sam-
pled positions. Comparing these bits, Alice and Bob
estimatethe error rate Q. Then, they execute the follow-
ing procedure for locating bit errors.

1. Using the estimated error rate, Bob calcul ates the
average size L of a block containing one single-bit
error.

2. Alice partitions her input string into blocks of
sizel, calculates the parity bits for each block, and
sends the results to Bab.

3. Bob compares the received parity bits with the
ones corresponding to each respective block in his out-
put string. If the parity bits disagree (the block contains
an odd number of bit errors), then the bisective search
described below is performed.

4. The disclosure of aparity bit for each block leaks
exactly one hit of secret information. Alice and Bob
take out one bit from each block to recover from the
leakage.

5. Alice performs a random permutation of bits in
the remaining string and informs Bob about it. This
operation does not change the amount of mutual infor-
mation known to Eve. The process is then repeated,
starting from step 1.

6. If no error is revealed after repeating the above
steps 20 to 30 times, then Alice's and Bob's keys are
likely to beidentical.

7. Alice sends a randomly generated string to Bob.
Having compared the parity bits for the sent and
received strings, Alice and Bob exchange the results
and simultaneously take out one bit. If the parity bits
coincide after repeating this step M times, then Alice's
and Bob's keys are identical with probability 1 —2M.
The choice of the parameter M is dictated by technical
regquirements.

Since the average number of single bit errors per
block must not exceed one, the average number of sin-
gle-bit errorsin astring of length N/2 characterized by
an error rate Q is N, = QN/2, and the block size is
L = p(N/Ng;), where 0 < p < 1. According to numerical
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experiment, p = 0.5 isagood estimate; i.e., thereisone
single-bit error per two blocks.

The following procedure of bisective search is exe-
cuted to locate errorsin the blocks for which the parity
bits calculated by Alice and Bob disagree.

1. Bob bisects each block to be searched (increasing
the resulting noninteger subblocks) and sendsthe parity
bits corresponding to the first subblock to Alice.

2. If the parity bits disagree, then step 1 is executed.

3. If the parity bits corresponding to the first sub-
block agree, then Bob executes step 1 for the second
subblock. All disclosed bits are removed.

4. |f the subblock size is less than 4 bits, then the
subblock is removed and the search is terminated. The
revealed errors are also removed.

Theresultsof calculations areillustrated by Figs. 3-5.

5. RELATIONSHIP
BETWEEN THE FINAL KEY LENGTH
AND THE QUANTUM PART OF THE PROTOCOL

After the error correction has been completed, Alice
and Baob share identical strings. Using the information
extracted from public transmissions, Eve removes the
states corresponding to the bits removed by Alice and
Bob from the ancilla, but does not perform any mea
surement on the ancilla states. Since the bitsin Bob's

Relative length of reconciled key
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string are in one-to-one correspondence with the ancilla
states before the error correction, the correspondence
after the error correction will be as shown in Table 2.

The one-to-one correspondence holds, but since
Bob's string now contains no errors, there are no incor-
rect quantum states in Eve's quantum memory; i.e., the
probability of any ith bit shared by Alice and Bob con-
ditioned on the corresponding ancilla stateis

Pr(i[leD = 1 (i =0,1).

After Eve has obtained a certain bit string by perform-
ing optimal measurement (20), (21) on the ancilla
states, the conditional probability is as given by (58),
where n should be interpreted as the length of the rec-
onciled key shared by Alice and Bob. The compression
ratio for the final secret key is given by (61), whereas
the relative amount of private information known to
Eve does not exceed that given by (60).

Collective measurement on all states stored in Eve's
guantum memory is not forbidden by any fundamental
principle of quantum mechanics. The resulting amount
of mutual information gained by Eve can be greater
than in the case of individual measurement.

After the keys have been reconciled, the legitimate
partners have identical bit strings, and Eve can formally
treat the Alice—Eve and Bob—Eve channels as quantum
binary ones carrying classical information. Indeed,
since

0-—|gll 1-—|e0)

Eve can interpret every quantum state |g,[Jand |e;as
corresponding to (encoding) a0 or 1 randomly gener-

Table 2. Correspondence between Alice's and Bob's hit
strings and the quantum states stored by Eve after error cor-
rection

Alice 0 1 - 0
Bob 0 1 0
Eve e e, [e0
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ated by Alice or Bob with prabability 1/2 and sent to her
over a noise-free quantum channel. Eve wants to
decode every transmission from Alice or Bob that she
hasintercepts by quantum measurement with minimum
error, not knowing the classical bit string actually trans-
mitted.

Each code word in the set {w!, w2, ..., wM} encoded
into quantum states by Alice and Bob is an n-bit string
W ={iy, iy ...,i} (i,=0, 1), wherenisthelength of the
reconciled key shared by Alice and Bob and M = 2",
However, we tentatively treat the number M as arbi-
trary.

If the quantum states were orthogonal, Evewould be
ableto distinguish between them, i.e., record abit string
identical to that received by Bob. However, Eve's mea
surement error is higher than Bob's because of the
indistinguishability of nonorthogona states. Whereas
the outcome of any individual quantum measurement
performed by Eve can be interpreted asa 0 or 1, Eve's
error ratewill belower if she usesthe operators described
below to perform collective measurements [15].

Since each particular code word is generated ran-
domly and independently, the corresponding probabil-
ity is(see detailsin [15, 18])

. . 1
Pr{iw = (iy, iz ....in)} = PPy, P, = .
62
1 (62)
Pi, = >
and the expected value of p ; = [ [ | is
E(p,) = z P, P, P l&, (08 | O
4y weesin (63)
-~ Ole,M&) =p ¢
where
1 1
Pe = §|eoo| +§|e1]J (64)

isthe density matrix describing the ancilla state.

To decode a code word (i.e., map quantum states to
a bit string), Eve makes use of the collective outcome
operators

Xe = W0l 1§,0= Py 0 (65)

with P denoting the projector onto the typical subspace
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of the density matrix pg":

P = z A, A,

JUB

M0= A, OQ,O0 O

(66)
AL

where [A; DandA;=A; A; ... A; denotetheeigenstates
and eigenvalues of pg, respectively. The typica sub-
space is defined as

—n[H(pe) + 93]

B={J:2 <A, <P g7

and it holds that (see [15])

|oe"| <297 T pln-P) <. (68)

Here, the von Neumann entropy isequal to the classical
capacity of aquantum binary channel [15]:

C((Q)) = H(pe)
= —Tr{peclogpgd = —A;logA; —A,logA,
_ _1—sin2yIo 1-sin2y 1+sn2y
2 9T 2
1+ sin2y
2 b

(69)

x log

where

are the eigenvalues of pg.

Eve's attempt to decode M code words generated by
Aliceis characterized by the error [15]

M
pe(n, M) = = 5 [1-Pr(w! = w)],
k=1

(70)
Pr(w‘=wg) = [ IXW, 0
Therefore (see detailsin [15]),
pe(n, M) < 2Tr{p""(1-P)
+(M=1)Tr{ (p""P)3 (71)
<2¢+(M—1)2 "~

If Eve performed optimal individual measurements
as defined above, then C (g(Q)) would be equal to the

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

241

one-shot classical capacity of a quantum binary chan-
nel [15],

C(e(Q) = 3[(1+d/1-sn2y)
X Iog%H A/1—sin22yg
+ %L—All—sinZZV%Iog%l—dl—sinZZy%]

Note that C(£(Q)) cannot exceed C (¢(Q)) and is actu-
aly equal to the capacity C,-(E(Q)) given by (28).

These results are interpreted as follows. Suppose
that the number of randomly generated n-bit stringsis

(72)

M < 2ﬂ[C((Q))—5], 5—~0,

and one of these is the string encoded by Alice or Bob
into quantum states |e, ;[by using a published substitu-
tion table. Then, Eve can construct outcome rules for
collective measurements and identify the encoded
string among these M strings with probability one.

However, Eve cannot identify the string encoded by
Aliceor Bobif

M < ZH[C(E(Q)) -9

M = an > 2”[C(E(Q))—5] O<R<1.
After the error correction has been completed, the num-
ber of code words known to Eve is the total number of
n-bit strings, M = 2". Therefore, the error rate associ-
ated with her measurement is

P.(n, M) >R-C(g(Q)), M > pNIC(E(Q) -8

(73)
Thisresult isthe quantum anal og of the “weak inverse”
to the coding theorem.

The error rate associated with classical (as well as
individual quantum) measurements tends to unity
exponentially in N[Cag(Q) — Cae(E(Q))] (see (28)), in
accordance with the “ strong inverse” mentioned above.

In other words, if

Cas(Q) > Cre(E(Q))

and the number of code words used and announced by
Aliceis
M < 2"Crs(@ -3 ’

where nissufficiently large, then Bob will decode n-bit
string encoded by Alice with probability one, whereas
Eve will fail to decode it with probability one by per-
forming individual measurements (by virtue of (23)
and (26) under condition (27)); i.e., the n-bit string can
be used by Alice and Bob as a secret key.
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Whereas Eve can identify the string encoded by
Alice among M ones by collective measurement if

M < 2MCE@) -3
the probability of decoding in the case of
M = 2" onCEQ)-3
will be
1-Pg(n,M)<1-[R-C(¢(Q))]-

If R=1, then aconservative estimate (biased in favor of
Eve) for the number of bits in the string known to Eve
cannot exceed

nC(e(Q)); (74)
i.e., shewill fail to identify
n[1-C(g(Q))] (75)

bitsin the key. Therefore, Alice and Bob can generate a
secret key of length

r=n[1-C(e(Q))] -s
using auniversal hash function

g:{0,3"—{01",

where sisasecurity parameter preset by Alice and Bob
and n is the length of the key reconciled by using the
BINARY protocol. In this case, the relative amount of
information contained in the final secret key known to
Eve does not exceed the quantity given by (60).

Collective measurements are unfeasible to this day,
but we can rely on the conservative estimate above in
evaluating the length of the fina secret key. If Eve's
instrumentation can be used to perform only individual
measurements, then the final length of the secret recon-
ciledkey is

(76)

r = nR(e(Q)) -s,

(77)
R(e(Q)) = —log[€*(Q) + (1-£(Q))7,
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where R(e(Q)) is the Renyi entropy (cf. (59)).

Figure 6 shows the number of secret-key bits per bit
of an n-bit reconciled key if Eve performs either indi-
vidual or collective measurements and sis set to zero.

Thesurprising fact that the Renyi entropy cal culated
for optimal individual measurements is virtually equal
to the classical capacity of a quantum communication
channel (attainable only in the case of collective mea-
surements) may reflect a hidden fundamental relation-
ship between these quantities.

For example, if s= 200 and Bob's error rate is 6%,
then a 256-bit final secret key can be generated only if
the raw key contains at least 17812 bits. About half of
these (8900) are removed after the error rate is evalu-
ated. Error correction leaves 16% of the raw key (about
2850 bits, see Fig. 3). Further compression (by means
of auniversal hash function) depends on the overlap of
nonorthogonal states of the information carrier pre-
pared by Alice. In particular, 16% of the reconciled key
is left when a = 178 and Bob'’s error rate is 6% (see
Fig. 6b). Thus, the 256-bit string generated by hashing
the 2850-bit reconciled key when s = 200 is the final
secret key, and the relative amount of private informa-
tion known to Eve does not exceed 2% according
to (60).

Another important parameter of an error-correction
procedure is the number of bits transmitted over the
public channel per bit of the final secret key, because
the authenticity and integrity of datatransmitted over a
public channel must be guaranteed.

We used two approaches to evaluate this parameter.
If arandom number generator isavailable only to Alice,
then the information about the bits randomly sampled
for estimating the error rate, the parity bits calculated
for random strings, etc., must be transmitted between
Alice and Bob over a public channel. Figure 4 shows
the number of transmitted bits per bit of the final secret
key plotted versus the error rate Q estimated by the
legitimate partners. In particular, about 20 bits must be
transmitted per bit of the final secret key if Q = 6%.

The other approach is applied when Alice and Bob
have a short initial key to be used only in the first ses-
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sion. In this case, the necessary amount of information
to betransmitted over apublic classical communication
channel can be reduced if identical pseudo-random
number generators can be used by both Alice and Bob.
Specifically, we used a pseudo-random number genera-
tor based on a cipher standardized in GOST 28147-89
to reduce the required number of transmitted bitsto two
to three per bit of the final secret key (see Fig. 5).

6. COMBINED PROCEDURE
OF ERROR CORRECTION
IN THE RAW KEY (CASCADE)

The CASCADE protocol is an iterative procedure
including BINARY as a subroutine and using previ-
ously gained information at each new step [23].

Again, Alice and Bob disclose part of the raw bit
sequence to estimate the error rate Q for calculating the
block size to be used in the first cycle. The subsequent
steps are as follows.

1. A hash function is randomly generated in each
cycle. If the size of the current block used in the ith
cycleisk; and the raw key length is N, then

[l N

F.(m):{1,2 ....N} — L, 2,...,[dg. (79)

O i-]

The jth block obtained by partitioning contains the bits
whose positions in the source string,

Ki = {m|F,(m) = j},

correspond to collisions in the hash function. In
essence, each particular block isastring of k; randomly
picked bits, which are uniformly distributed when a
hash function is used.

2. Alice calculates the parity bit

b =[] b

0K

for each block and announces the results. Bob com-
pares the received parity bits with the ones correspond-
ing to each respective block in his output string. If the
parity bits disagree, then bisective search is performed.
Each located error is labeled with the corresponding
index j, but not removed, and the parity bits announced
while BINARY isbeing executed are added up.

3. The set J{ is defined as the totality of previously
constructed jth blocks, each containing an odd number
of single bit errors after the jth one has been labeled.

4. BINARY isexecuted to find an error in the small-
est block in this set, and the located error is labeled by
| and corrected, but not removed. The set B is defined
asthetotality of previously constructed Ith blocks.
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5. If the set
%= (B 0 IB n H)

of blocks containing either an odd number of single-bit
errors or none is not empty, then step 1 is executed.

A cycle is terminated when the parity bits of all
blocks are equal. After both single-bit errors and
announced parity bits have been removed, the amount
of information known to Eve is similar to that gained
after the BINARY protocol has been executed. There-
fore, the compression ratio for random hashingisasin
BINARY, but the reconciled key that remains after exe-
cuting CASCADE islonger. Notethat all corrected bits
and parity bits can be retained, but then the ensuing
analysis of conditional probabilities becomes much
more complicated.

Theefficiency of CASCADE istwice ashigh asthat
of BINARY. For example, the raw key required to gen-
erate a 256-bit final key contains 9500 bits if s = 200
and the error rate is 6%, which is half the size required
in BINARY (seeFig. 7).

If arandom number generator can be used only by
Alice, then the required number of bits to be transmit-
ted per bit of the final secret key is half that required in
BINARY (Fig. 8). When identica pseudo-random
number generators can be used by Alice and Bob, this
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number isreduced to afraction of abit, i.e., by an order
of magnitude as compared to BINARY (see Fig. 9).

7. ERROR CORRECTION IN THE RAW KEY
BY MEANS OF BOSE-CHAUDHURI-
HOCQUENGHEM CODES

One natura approach to correcting errorsin the raw
key relieson the use of classical error-correcting codes.
We reiterate here that the efficiency of such a code can-
not be evaluated without taking into account the quan-
tum part of the protocol, because a classica code
applied in quantum cryptography not only corrects
errors, but also substantially changes the conditional
probabilities for Eve's measurements on the raw key.

In what follows, we discuss key reconciliation by
means of Bose-Chaudhuri-Hocquenghem (BCH)
codes [24, 25], which constitute a broad class. These
codes can be used to correct several single-bit errors per
block (code word), which makesit possible to dynami-
cally change a code depending on the estimated error
rate Q.

First, we provide the definitions minimally required
to analyze t-error correcting BCH codes.

The Galoisfield GF(2") isthe vector space of binary
words of length n with arithmetic operations modulo 2.
A linear code ‘¢ spans a linear subspace in GF(2"). A
codeiscalled cyclicif thefact that ¢ = (¢, €y, .-, Cy_1)
(=0, 1) isacodeword impliesthat ¢c' = (¢, ..., Cy_1,
Co) isaso acodeword. A vector from GF(2") is conve-
niently represented by the polynomial of x of degree not
higher than n— 1 whose coefficients are the components
of the vector:

c(X) = Cu+CX+CX+ ...+ XN (79
A cyclic code is defined by a corresponding generator
polynomial g(x) of degree n — k (k is the number of
information bits), which isadivisor of the polynomial
xn-1-1:

X"'—1 = g(x)h(x),
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where h(x) is a parity check polynomial.

A t-error correcting BCH codeis constructed asfol-
lows. The primitive element a is defined for the field
GF(2"). (By definition, each element in the field is a
power of the primitive element, and a = a? in GF(2).)
The generator polynomial g(x) whose roots make up
the set

, a?] (80)

is constructed for the preset t. The code-word length n
is defined as n = 2™ — 1 by choosing a number m. The
polynomialsf;(x) of minimal degree whose roots are ol
(j=1,2,...,2t) arefound in GF(2) — GF(2"). The gen-
erator polynomia g(x) for a code of length n is calcu-
lated as the least common multiple:

9(x) = LCM[f(x), F2(X), ..., f2(X)].

The Peterson—Gorenstein-Zierler algorithm is used for
decoding [24, 25]. Suppose that the input code word is
c=(c ¢, ---, Cy_1), the output

[a,a? ..., a8 ...

(81)

y=c+e (82

contains an error vectore= (e , ..., € ) represented as

ex) = eilxil +...+ eivxiv (&, =0, 1), and the number v
of single-hit errorsis not known in the general case.

A decoding cycle consists of three stages: the cal cu-
lation of an error syndrome S(x); the construction of an
error locator polynomia A(x); and the calculation of
the roots of A(x), i.e., the determination of g and error
correction.

Suppose that the code vector is C(al) = 0 for sev-
eral al:

y(a’) = e(a). (83)

After introducing

for convenience, an error syndrome is defined compo-
nentwise:

S = Y X + ..+ Y X,

Sy = Y X2+ L+ Y X
By the definition of the error syndrome, there exists a
unigue solution to this system of equations (nonlinear

in the general case). The error locator polynomial is
defined as

AX) = AX + ..+ A X+, (85)
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withroots X;* (1=1,2, ..., V), i.e,

A(X) = (1—xXy)...(1=xX,). (86)
Its roots can be found if the coefficients A, are known.
If § areknown, then /\; can be found by solving alinear
system of equations as follows. Since

Y (X HAXIT T v AXD) =0, (87)
the summation of (87) over al | yields
ZYl(x,"”+/\|x{*“‘1+ L +AX) =0, (89

1=1

which can be rewritten as a linear system of equations
for A\, by settingj =1, ..., v and using (84):

ASi oy 1+ NS iyot o + NS = =Sy, (89)

0s,.... 00-s,.,0 OA,O
0> @t g
o' " mm " oTo o O
D- s e e w DD D D-D
Us, . S, Ui -s,, 0 OA0

The system of equations (90) is nondegenerate if v is
equal to the (yet unknown) actual number of single-bit
errors and degenerate otherwise. Accordingly, if the
determinant calculated for v = t is zero, then v is
reduced by unity and the calculation is repeated until a
nonzero determinant is obtained for v equal to the num-
ber of single-bit errors. Then, system (90) is solved to
find a unique set of coefficients /\;, and the roots of
polynomial (85) are determined by successively calcu-
lating its value for each element of the field. Since

Xt=a

the position i, of the single-bit error g to be corrected
isfound as the exponent in

X, " = 1.

The procedure of error correction by means of BCH
codes consists of the following steps.

1. An estimate for the error rate Q is obtained by
public comparison of about half the transmitted
sequence. For the preset code-word lengthn=2m—1,
the average number of single-hit errors per code word
isestimated ast = [Q - n]. The sequence is partitioned
into blocks of size n. (We examined the BCH codes cor-
responding to n = 2™ -1 = 15, 31, 63, 127, and 255.)
The generator polynomial g(x) corresponding to n and
tis constructed.
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2. Alice generates code words. In each block, the
first k bits carry information, and the remaining n — k
are used as control bits. The inversion of a necessary
number of bitsisannounced, which doesnot changethe
private information known to Eve since Alice generates
code words by calculating the control bits as functions
of the information ones. For the code (n, k) with gener-
ator polynomial g(x) in the field GF(2™), the polyno-
mial representing n—2™— 1 encoding bitsistheremain-
der of the division of i(x) - X=X modulo

9(x) —c(X) = Ry X" i(%)],

where
. _ . . . k—1 —
i(X) = ig+ix+...+i,_x -, i;,=01

is the information polynomial. The bitsi, (I =0, ...,
k — 1) arethefirst bits of the blocksin the bit string sent
by Alice.

3. Bob decodes the received code words, and then
Alice and Bob remove the control bits in each code
word.

Table 3 shows the parameters of only those BCH
codes examined in this study for whichtliein theinter-
val corresponding to error rates not higher than Q =
0.15 estimated with step AQ = 0.01. The extreme right
column lists the highest error rate for each particular
code.

The polynomials g(x) and h(x) written out below for
the BCH codes with 15-, 31-, 63-, 127-, and 255-bit
code words correspond to an estimated error rate of
about 10%; i.e., these are 2-, 4-, 7-, 13-, and 26-error
correcting codes, respectively. For the 2-error correct-
ing BCH code [15, 7],

g(x) = XX +xC+x 1,
h(x) = X +x+x + 1

For the 4-error correcting BCH code [31, 11],

g(X) — X20 + X18 + X17 + X13 + XlO + X9
+x7+x6+x4+x2+1,
h(x) = X"+ x°+x2+x + X + 1.

For the 7-error correcting BCH code [63, 24],

39 38 37 36 34 33 31
g(X) = X +XT+XT+XT+X +XT+X

N NN BN
+X11+X8+X5+1,

h(x) = R B UL BN LA L |

B 1
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Table3. Parametersof BCH codes usedinthe caseof differ-  For the 13-error correcting BCH code [127, 50],
ent error rates of the legitimate partners

7 75 74 71 68 65 64
g(X) = X" +X "X +XTH+X +X +X

Code-word Number Number of Criticd
length f ier bit
eng of carrier bits | errors per word | error rate PN PN PN P SO
15=241 11 1 0.066
7 2 0.132 49 46 45 43 42 39 38 30
+ + + + + + + +
31=251 26 1 0.032 XowxoExXowxXo X mxeaxe X
ié g 888? + Xzs + Xze + X22 + X18 + X17
63 =261 é% i 8:(%% e+ 1
51 2 0.032
45 3 0.048 h(X) — X50+ X48+ X47+ X46+ X44+ X43+ X39
39 4 0.063
36 5 0.079 + X38 + X36 + X35 + X30 + X27 + X26
30 6 0.095
24 7 0.111 + X25 + X24 + X23 + X16 + X15 + X12 + X9 + X4 + 1
18 10 0.159 .
127 =271 120 1 0.008 For the 26-error correcting BCH code [255, 87],
113 2 0.016 9(x) = 3168 4 165 4 (159 L (157 156, (155
106 3 0.024
99 4 0.031 + X154 + X152 + X151 + X150 + X149 + X148
92 5 0.039
85 6 0.047 + X145 + X144 + X143 + Xl38 + X137 + X134 + X133
78 7 0.055
71 9 0.070 + Xl32 + X131 + X127 + X126 + X124
64 10 0.079
57 11 0.087 + X121 + X120 + X119 + X118 + X116 + X112 + X111
50 13 0.102
43 14 0.110 + X U0 4 108 4 106, 103 102
36 15 0.118
29 21 0.165 X ) o+ x® + xB 4+ X2 1
255=28-1 239 2 0.011
231 3 0.012 x4+ x4+ x84 B x4 X+ X
223 4 0.016
215 5 0.023 X+ x4 x4 x4+ x4 x4 x4 B
207 6 0.024
199 7 0.027 A2 5+ X 3 M 2 A
191 8 0.031
187 9 0.035 T P x5+ B+ T
179 10 0.039
171 11 0.043 X xR 8 x4 %8
163 12 0.047
155 13 0051 +X15+X13+X9+X7+X6+X3+X2+X+ 1,
147 14 0.055
139 15 0.059 h(x) = & 5 X+ XA B+ Xt
131 18 0.071
123 19 0.075 X 4 5 4 x4 5B BB 5T 4 P
115 21 0.082
107 22 0.086 + X54 + X52 + X50 + X48 + X46 + X45 + X42
99 23 0.090
91 25 0.098 X P B+ B
87 26 0.102
79 27 0.106 X T B X2+ x4 x4 X
71 29 0.114
63 30 0.118 xS BT + X
55 31 0.122
47 42 0165 +X6+X5+X4+X+ 1
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We used these BCH codes to correct errors in the
raw key by executing one cycle. Figure 10 shows the
corresponding reconciled key lengths plotted as func-
tions of estimated error rates Q. Note that the error rate
remainsfinite after only one cycleis executed, because
new errors are generated (incorrect words are obtained
by decoding) if the number of single-bit errorsin acode
word exceeds the number of errorsthat can be corrected
by a particular code. However, the execution of another
cycleisnot justified, because the string length is multi-
plied by k/n after each cycle and the resulting final key
will be too short.

When the code-word length is 127 or 255 and Q =
6%, no errors are left after a single error-correction
cycle has been executed (see Fig. 11). The reconciled
key length is approximately 20% of the raw key length,
i.e., similar to that obtained by executing CASCADE
for Q = 6%. When the code word is 15, 31, or 63 bits
long, the reconciled key generated in asinglecycle con-
tains a significant number of single-bit errors, even
though its relative length can amount to 35%, but the
efficiency attained by executing another cycle is lower
than in the procedures discussed above.

The efficiency of “one-cycle”’ error correction exe-
cuted for 127- or 255-bit code words is comparable to
that of CASCADE. However, it is important that the
conditional probability for Eve's measurement on the
bit strings shared by Alice and Bob remains invariant
after the error correction in CASCADE with error
removal, being determined by the error £(Q) of optimal
measurement on nonorthogonal states |e,Cand |e;[(see
(20) and (21)), whereas it changes substantially after a
BCH code is applied. The conditional probability for
Eve's measurement on the reconciled key determines
the compression ratio for hashing into afinal secret key.
Therefore, the fact that the length of the reconciled key
is similar to that in CASCADE does not necessarily
imply that a final key of the same length will be
obtained.

Figure 12 shows the number of bitstransmitted over
the public classical channel per bit of the reconciled key
plotted versus Bob's error rate Q. It is clear that this
number is afraction of abit, asin CASCADE.

8. CALCULATION OF EVE'S ERROR RATE

AFTER ERROR CORRECTION BY MEANS

OF BOSE-CHAUDHURI-HOCQUENGHEM
CODES

First, we evaluate the conditional probability for
Eve's individual measurements. Before error correc-
tion, Eve's error rateis

E(Q) = 1-(1-Q)(1-¢(Q)) +Qe(Q)

(see (26)), and Bob's error rate is Q. While Bob's
knowledge of the reconciled key is virtualy perfect,
Eve'seror rateis determined as follows.
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Since the parameters of the error-correcting code
actually employed (code-word length, the number of
information and control hits, partition into blocks, etc.)
are supposed to be known, Eve can try to correct errors
in her output string by using decoding rules. It is well
known that the probability of decoding error is

M
_ 1 i i
P, = M-ler(WE;tW)’ (91)
where WiE is the code word generated by Eve from the
codeword w' sent by Alice[24, 25]. For the code [n, K],
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the error probability is and t is the largest integer for which (95) holds.
. Eve's error rate per bit of the reconciled key shared
- _ by Alice and Bob is given by (93) and (94) with
Pe(p) = 1—Zajp’(1—p)” g (92)
=0 p—E(Q) = 1-(1-Q)(1-£(Q)) + Qe(Q).

where q; is the number of coset leaders with Hamming
weight j and p isthe initia error rate per bit. We seek
the error rate per bit Pgmp(p), which is known to be
bounded from below (underestimated in favor of Eve):

P.(p) _

Psymb( p) 2 —T(— (93)

Straightforward calculation of Pg,(p) requires
exhaustive search, which is particularly difficult to per-
form for codes with long code words. Therefore, use
should be made of lower estimates. For any code[n, K],

P.(p)2[C, ' —a,p (1-p)"
) i n—i (94)
+ Z Cop(1-p)"",
i=t+2
where
t .
Oyq = 2”"‘—1—20;20,

i=1

(95)
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Bob's error rate after one error-correction cycle is
given by (93) and (94) with p replaced by Q.

Eve's and Bob’s error rates after one cycle of error
correction by means of the BCH code [63, 39] “tuned”
to Q = 6% are shown in Fig. 13 for several angles of
overlap between the carrier states prepared by Alice.

Eve's entropy R(PL(E(Q))) shown in Figs. 13a—13c'
determines the relative length of the final key. Accord-
ing to Fig. 13, the final key length does not exceed 8%
of the length of the reconciled key. When a = 1716 (the
prepared carrier states are amost orthogona), the
Renyi entropy approaches zero even for Q = 1%. More
precisely, R(P(E(Q))) = 0.02 (see Fig. 13c); i.e, the
final key length is not greater than 2% of the reconciled
key length.

Figure 14 shows analogous curves of Eve's and
Bob'serror rates evaluated for several angles of overlap
between the carrier states after one cycle of error cor-
rection by means of the BCH code[127, 78]. Inthe case
of a significant overlap (a = 1V5), the error rates are
almost constant after error correction. When the pre-
pared carrier states are aimost orthogonal, Eve's error
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rate sharply decreaseswith increasing Q. Eve'sentropy  theform
R(P(E(Q))) shownin Figs. 14a—14c' demonstrates that
the length of the final key does not exceed 4% of the H=1[a’a'...,a" Y, (96)

reconciled key length. Note that error correction by
means of the BCH code [63, 39] leaves 8% even though
the relative length of the reconciled key is larger.

These results illustrate the fact that an efficient
error-correcting code can be used by the eavesdropper
as well as by the legitimate partners: the conditional
probability for Eve's measurement on the reconciled
key increases with the error-correction efficiency, and
the length of the final secret key decreases accordingly.

Thus, the error-correction efficiency of a code eval-
uated without taking into account the quantum part of
the protocol cannot be used to quantify its efficiency
with regard to the final secret key length.

9. ERROR CORRECTION IN THE RAW KEY
BY MEANS OF HAMMING CODES

For comparison, we perform error correction in the
raw key by means of Hamming codes, which correct
one single-bit error per code word and are the easiest to
decode[24, 25]. (A discussion of these codes as applied
in quantum cryptography can be found in [26].)

The Hamming code with primitive lengthn=2m-1
can be defined by choosing a parity check matrix of
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where a® is the primitive element of the field GF(2™).
Each code vector ¢ = (¢, ¢y, ..., C,_4) Satisfiestherela

tions
n-1
cH' =0, ca' =0, (97)
2
or, in the polynomial representation,
n-1 .
c(x) = ¥ cx, (98)

where o' solves the equation c(a) = 0. Since a® ~* =1

(i.e., o isaroot of the polynomial x> ~* — 1), the min-
imal polynomial f,(x) whose roots are o' in the field

GF(2™ is adivisor of X ~* — 1 and can therefore be
used as the generator polynomial of acode. The codeis
parameterized by the length n = 2™ — 1 of a code word,
which consists of 2™ — 1 — m information bits and m
control bits.
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If theinput codeword isc(x) and the output one con-
taining one single-bit error is

y(x) = c(x) +e(x),

then
y(a) = c(a) +e(a) = e(a) = a,

where i is the position of the error. The (single-) error
polynomial has the form

n-1

e(x) = Ze,xi
i=0

withonly oneg = 1.

The error correction in the raw key is performed as
follows.

1. Bob uses the error rate to estimate the number m
of control bits per code word and sends the result to
Alice. Since one single-bit error per code word can be
corrected by means of aHamming code, the code-word
length is set to minimize the probability of more than
one error. The number of control bitsis calculated as

m = max%%, Iogé%.

2. Alice partitions the key she has prepared into
2M-hit blocks (with locations in each block labeled by
indices starting from 0) and sends the corresponding
parity bitsto Bob.

3. When a parity bit calculated by Bob differs from
the corresponding one sent by Alice, the Hamming
code is applied to the corresponding block (with the
exception of the zeroth hit); i.e., the control bits are
placed at the positionslabeled by 1, 2, ..., 2, ..., 2m-1
to make up an m-bit binary word (with positionsin the
block labeled by indices starting from 1). The XOR
operation is executed bitwise on theremaining 1's, and
the results are appended as control bits.
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4. Bob performs decoding by executing the XOR
operation bitwise on the indices labeling the nonzero
bits, including the control ones. If the resulting number
(syndrome) is one, then it is the index of an error; oth-
erwise, there are no errors. After the decoding, the con-
trol bits are removed to preclude transfer of any addi-
tiona private information to Eve. The decoding proce-
dure applied to a block containing more than one
single-bit error either adds another single-bit error or
correctsthe error.

5. Alice and Bob remove the zeroth bit from each
block to preclude transfer of any information with the
parity bit, which is known to Eve since it has been
announced by the legitimate partners.

6. Alice and Bob use the previoudly estimated error
rate to evaluate a new one (e.g., see [26] for details).

7. Alice performs a random permutation of bits in
the remaining string and informs Bob about the new
sequence, and the process is repeated by starting from
step 1.

The algorithm is executed until a certain number of
cycles are wasted (with parity bitsequal for all blocks).

Figure 15 shows the length of reconciled key gener-
ated by means of Hamming error-correcting codes. In
particular, Fig. 15 demonstrates that about 30% of the
raw key is left if Q = 6%, which is comparable to the
efficiency of CASCADE and twice higher than in
BINARY. Moreover, key reconciliation by means of
Hamming codes is more efficient as compared to error
correction by means of BCH codes, because each block
is checked for parity before it is encoded by Alice and
no encoding is performed if the parity bit of the block
is zero (i.e., the block contains an even number of sin-
gle-bit errors, and this number can only beincreased by
encoding or decoding the block). If ablock contains an
odd number of single-bit errors, then the corresponding
parity bits calculated by Alice and Bob are different.
Since the block sizeis preset to minimize the probabil-
ity of three single-bit errors per block, almost every
block contains one single-bit error and its correction by
means of a Hamming code is guaranteed. Then, the
remaining bits are permuted, and the procedure is
repeated.

In terms of the number of bits transmitted over a
public classical channel per bit of the reconciled key,
the Hamming codes are comparable to CASCADE and
BCH codes and are twice as efficient as BINARY. Fig-
ures 16 and 17 show the number of bitstransmitted over
the public channel per bit of the raw key evaluated in
the cases when arandom number generator can be used
only by Alice and by both Alice and Bob, respectively.

Recall that the length of the reconciled key is an
intermediate result. The overall efficiency must be esti-
mated by using the length of the final secret key, which
requires knowledge of the conditional probability for
Eve's measurement on the reconciled key. We have not
found any conclusive answer to this day, because the
conditional probability remains invariant for blocks
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that have not been encoded after being checked for par-
ity and changes for the reconciled positions in encoded
blocks. Since the bits corresponding to different condi-
tional probabilities associated with Eve's measurement
are randomly distributed among the new blocks
obtained by random permutation, it is hardly possible
to find an analytical expression for the new conditional
probability (and Renyi entropy), which determines the
final key length. According to our preliminary esti-
mates, the advantage of Hamming codes over
CASCADE at anintermediate stageis eliminated in the
final key.

Error correction in the case of a nonuniform distri-
bution of conditional probabilities over the key isasep-
arate problem of special interest.

10. OPEN QUESTIONS CONCERNING
COLLECTIVE MEASUREMENTS
IN QUANTUM CRYPTOGRAPHY

Even though the B92 protocol isasimplified model,
it contains al elements common to other, more practi-
cable key distribution protocols, such as BB84.

In the case of entangled translucent eavesdropping,
the basic elements can be outlined as follows. After a
measurement has been performed at the receiver end
according to any protocol, the bits measured by Bob are
in one-to-one correspondence with the ancilla states,

i~ p;, wherethe state p; stored by Evein aquan-

tum memory is either pure or mixed. This correspon-
dence holds for all bit positions, no matter whether the
corresponding bits are true or wrong as compared to
their counterparts in the string sent by Alice. The
ancilla states stored by Eve depend on the error rate Q
for Bob’s measurements.

Further results depend on the error-correction pro-
cedure used by the legitimate partners. If the procedure
relies on the use of arandom code table (which may be
exponentially large), then Eve can extract the secret key
by performing individual measurements when the
capacity of the Alice-Bob channel ishigher than that of
the Alice-Eve channel. When n is large (formally, as
n — o), thefinal key length isequal to thelength n of
the input string. Since the * strong inverse” to the Shan-
non coding theorem is applicable, the amount of infor-
mation extracted by Eve from the key tendsto zero with
increasing n (see (28)). If collective measurements can
be performed on all states stored in Eve's quantum
memory (which is not forbidden by any fundamental
principle), then Bob's reconciled n-bit string cannot be
used as a secret key before it is compressed by using a
universal hash function. The compressionratio (relative
length of the secret key) depends on the conditional
probabilities for Eve's collective measurements,

Pow, ot (WE) = TH{X,Pud
Pw = pi, U0 pi,

(99)
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where X . is a collective outcome operator analogous
E

to (30) and (65). A measurement outcome X . isinter-

preted by Eveasabinary string wg = (i, i5, ..., ig ) if
the true string is W. The compression ratio depends on
the Renyi entropy (52) calculated for the conditional
probabilities given by (99). To the best of our knowl-
edge, no exact inequalities have yet been found for the
Renyi entropy associated with collective measure-
ments.

Error correction performed by legitimate partners
using an exponentially large random code tableisnot a
constructive procedure. It can be used only to find athe-
oretical upper bound for the error rate corresponding to
secure key distribution. However, questions concerning
collective measurements arise with regard to construc-
tive practical error-correction procedures as well.

The execution of the BINARY or CASCADE proto-
col leadsto asituation analogousto that outlined above,
with the only exception that Bob’s string does not con-
tain any single-bit errors. Accordingly, the ancillastates
stored by Eve do not include any of those correspond-
ing to single-bit errors. The reconciled key cannot be
used as a secret one before the hashing (determined by
conditional probabilities (99)) is performed.
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Collective measurements can also be performed by
Evewhen aclassical error-correcting codeisemployed.
After the legitimate partners have estimated the error
rate Q, chosen an appropriate classical code, and parti-
tioned the string into code words, Eve can perform col-
lective quantum measurements on code words. In this
case, the outcome operator defined by (30), (65), or
(99) defines a partition of the identity operator in the
subspace spanned by all code-word vectors, which fur-
ther complicates analysis of compression ratio.

As of today, collective measurements pose a rather
theoretical threat. However, real experiments on quan-
tum memory (e.g., see [27]) may lead to their imple-
mentation in the nearest future.

Thus, the procedure used to correct errorsin the raw
key has a drastic effect on the length of the final secret
key. Moreover, since the length of the key depends not
only on the error-correction procedure, but also on the
guantum part of the protocol, knowledge of the effi-
ciency of the procedure is not sufficient to characterize
the overall efficiency including the quantum part of the
protocol.
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Abstract—Mean field theory is used as a basis for a new approach to analyzing fractal pattern formation by
diffusion-limited aggregation. A coarse time scale isintroduced to take into account the discrete nature of DLA
clusters. A system of equationsisderived and solved numerically to determinethefractal dimension and density
of acluster as a function of distance from its center. The results obtained are in good agreement with direct

numerical simulations. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

Diffusion-limited aggregation (DLA) is the generic
name for a class of models describing the formation of
a cluster by addition of randomly walking particles
sticking to it. The original model introduced in [1] has
drawn continuing attention (e.g., see reviewsin [2, 3]),
because it applies to a variety of physical processes,
including dielectric breakdown, solute aggregation, and
growth of bacterial colonies. Moreover, the DLA clus-
ter is of mathematical interest as an object with fractal
dimension.

To date, detailed numerica simulations of the
growth and scaling properties of DLA clusters have
been performed. In particular, the aggregate density
field was found to exhibit fractal behavior: the aggre-
gate mass is a power of its characteristic radius, with
exponent d = 1.71 and 2.50 in the two- and three-
dimensional continuum models, respectively [4].

Furthermore, the statistical properties of an individ-
ual branch of the DLA cluster have been analyzed by
examining quasi-one-dimensional random walk as a
model of fractal aggregate growth in adomain of length
much greater than itswidth. A summary of early studies
in this area was presented in [5]. It was found that d =
0.66 for the direction of power-law density profile. This
exponent was corrected in extensive numerical experi-
ments: d = 0.72 [6]. Currently, diffusion-limited aggre-
gation in the absence of external forces or interaction
between particlesisawel-studied processthat may serve
as abenchmark test for new numerical methods[7].

In theory, the most substantial progress has been
achieved by applying renormalization-group methods,
but only in discrete DLA of two types. In one approach,
a parameter is sought that leaves invariant the mean
occupancy distribution in a lattice DLA model [8]. In
the other [9], the cluster is generated by using a confor-
mal map of the unit circle such that the random walker

is mapped to a randomly chosen point on the growing
cluster perimeter at each step of an iterative process. A
modification of the latter approach was used in [6] to
simulate one-dimensional diffusion-limited aggrega-
tion in channel geometry.

However, it still remains unclear if DLA istractable
as a continuum model formulated in terms of differen-
tial equations. In the original model proposed in [10], a
mean field theory that relates the continuous aggregate
density distribution to the probability distribution of a
random walker coming from infinity was developed by
using a power series expansion in cluster density. A
refined mean field theory was proposed in [11]. These
models provided a qualitative explanation of the pro-
cess, but the predicted dimension was substantially
lower than the measured one. For this reason, various
modified mean field approaches were proposed in sub-
sequent studies.

In [12], the growth rate was assumed to be propor-
tional to the gradient of the distribution of the randomly
walking particle, rather than to the distribution itself.
In [13], the growth rate was represented as a power of
the field variable with a phenomenological exponent
greater than unity to cut off growth at small density. As
a consequence, density buildup was observed in the
cluster front zone, and a higher fractal dimension is
obtained. In [14], the latter model was substantiated by
showing that the growth rate is proportional to a qua-
dratic combination of density and its derivatives if the
probabilities of attachment and interaction between
random walkers are equal. This result was obtained by
replacing the Boltzmann collision integral with a sys-
tem of differential equations.

Thus, even though the understanding of aggregation
kinetics has improved owing to progress in the frame-
work of mean field theory, the " final solution” has never
been found. In this paper, we show how the mean field
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Fig. 1. Typical DLA cluster.

theory can be modified to provide adequate description
of the scaling behavior of the system.

2. MODEL

In this section, we formulate a mean field DLA
model based on the equations proposed in [11]. We
present the complete derivation of a system of equa
tions and demonstrate how a coarse time scale can be
introduced.

2.1. Preliminary Analysis

Generally, two-dimensional aggregation Kinetics
are modeled as follows. While an immobile seed of
diameter a is located at the origin, a particle born at a
distance R from the seed executesarandom walk inside
thecircle of radius Runtil it either escapesfrom thecir-
cle or comes in contact with the seed. The particle
crossing the circle reappears at a random point on it.
The particle that contacts the seed sticks to it, and then
anew particle is launched from a random point on the
circle. As the process repeats, each new particle can
stick to any particle on the cluster boundary. To mini-
mize the effects due to the finite size of the system, the
birth radius R is assumed to be much larger than the
characteristic radius of the cluster.

A typical DLA cluster has a highly ramified fractal
structure (see Fig. 1). New particles are captured in its
front zone. In mean field theory, the structure is
smeared, and the average perimeter of acluster is diffi-
cult to define.

To describe the growth of a cluster, weintroducethe
characteristic function p (r, @), equal to unity at the
locations occupied by the aggregate and zero else
where. The characteristic function G (r, ¢) is defined
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analogously for the random walker. In mean field the-
ory, these functions are ensemble averaged by assum-
ing that the particle distribution isisotropic. Asaresult,
we obtain probability density profiles p(r) and u(r) for
the cluster and the random walker, respectively.

The entire two-dimensional domain is partitioned
into square cellsof areaa?, whereaisthe particle diam-
eter. For each cell containing a particle with probability
one, we set p = 1/a?, so that itsintegral over the cell is
unity. To facilitate analysis, we perform the change
p — a’p, U — a?u sothat p or uisunity in each cell
occupied by aparticle. Then, the number of particlesin
the cluster is expressed as

1
N = =[pds, 1
a{p 1)

where ds is an area element and D is the region occu-
pied by the cluster.

In the model proposed in [11], the cluster growth is
modeled by the system of equations

op _
ot
Ju

5 C a’Au—u(p +a°Ap),

u(p +a’ap),
2

supplemented with the boundary condition u(R, t) = c,
which represents a source of random walkers located at
the birth radius. The kinetic equation for the random-
walker distribution describes diffusion and adsorption
onto the aggregate. In the kinetic equation for the clus-
ter density distribution, theterms up and a?Ap represent
the contributions of random-walker—cluster contact and
the lateral growth due to nonlocal interaction, respec-
tively.

Since random walk is much faster than cluster
growth, we set u, = 0:

% _ yp+dl
L = u(p+asp),

0 = a*Au—u(p +a°Ap).

As mentioned in the Introduction, this model contains
the basic features of the model, but fails to predict the
correct fractal dimension, because it ignores the dis-
crete nature of the DLA cluster.

This explanation is corroborated by numerical anal-
yses of the following model [15, 16]. The region occu-
pied by the cluster isdivided into annuli of width a. The
annulus of radiusr , is characterized by the largest num-
ber M,, of particles that can be placed inside it (esti-
mated as M, ~ 21T ,a/a?) and the actual number N, of
particles contained in it. The probability of adsorption
of a random walker onto the annulus is N/M,,. A ran-
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dom walker contained in the nth annulus can be
adsorbed on the (n — 1)th, (n +1)th, or nth annulus. If
N,/M,, < 1, then the total adsorption probability can be
approximated as

Nn+k

1
Z I\/|n+k'

k=-1

When arandom walker is adsorbed onto the nth annu-
lus, the value of N, increases by unity. Otherwise, it
drifts into an adjoining annulus with a probability of
12 + alr,, where the plus and minus signsin xa/r,, cor-
respond to the outer and inner annuli, respectively.

Thismodel is simpler than direct numerical ssimula-
tion, because it makes use of the axial symmetry of the
cluster and retains information about the number of
particles in each annulus. Nevertheless, the predicted
fractal dimensions agree with measured ones, 1.65 [15]
and 1.72[16].

Returning to the mean field theory and taking into
account the discrete nature of the cluster, we define
u(r, T) asthe probability distribution for a particle to be
located at a distance r from the origin at an instant T.
Furthermore, we introduce an initial distribution u(r, 0)
and impose the impermeability condition u,|; - g = 0.
We use a random-walk time variable 1 and a discrete
cluster-growth timen to allow for the disparity between
the corresponding time scales, becauseit isobvious that
the adsorption of asinglerandom walker does not result
in any significant change in the overal cluster geom-
etry.

To derive akinetic equation for u(r, T), we use sim-
ple partition into cellsin the (x, y) plane. We introduce
the probability p(x, y) of finding acluster particleinthe
cell with coordinates x and y and the probability
uxza, y * a, 1) that the random walker occupies a
neighboring cell (see Fig. 2). Treating the random walk
followed by adsorption onto the cluster and the ensuing
evolution of cluster density as independent processes,
i.e., assuming that the changein cluster density over the
random-walker lifetime is negligible, we write the fol-
lowing difference equation for u(x, y, 1):

uxy,t+1) = (1-p(x y)[u(x-a,y,1)
+u(x+a y,1)+u(x,y—a1)+tu(x,y+arT)]/4.

3

Then, we introduce a time increment &t ~ a2 and use a
Taylor series expansion to rewrite (3) as

ou _ a a’
5; ZAU—QHJ + ZALH’ (4)

where the Laplacian to be calculated in Cartesian coor-
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u(x,y+a)

M/a y) u&, y)

px, y)

u(x,y—a)

Fig. 2. Lattice model.

dinates reduces to

under the assumption of axial symmetry.

The resulting equation is similar to the second one
in (2) up to second-order terms, but it allows for nonlo-
cal adsorption, vanishing diffusion through fully occu-
pied regions (where p,(r) = 1), and free diffusion into
unoccupied regions (where p, = 0). We believe that this
equation provides a more accurate description.

2.2. Refined Model

Since the asymptotic solution to the diffusion—
absorption equation derived above is such that

u(Tt) < exp(—pT),
there exists a bounded function

T*

u(r) = Ti*Iu(r,r)dT
0

describing, up to normalization, the time-averaged ran-
dom-walker distribution in space. The integral of
Eqg. (4) with respect to T from zero to the random-
walker lifetime T* combined with the condition
u(T*) = 0vyields

a’ a
—u(r, 0) = ZAU(r) —pel(r) + ZAU(rE

This equation is supplemented with the impermeability
condition

0
au(r)|r=0,R = 0.
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Fig. 3. Cluster density p and density of a newly adsorbed
single-particle layer.

The equation for the cluster density p corresponding to
thefirst equation in (2) can be written as

% = cu(p+ap),

where C is a normalization factor and n is the number
of aniteration step. In the conventional mean field the-
ory, the random walker hitting the cluster “spreads’
over its perimeter, which results in a slight increase in
the cluster size. According to (1), the ensuing changein
the cluster density is such that

J’[p(n+ 1) —p(n)]2mrdr/a’ = 1.

Hence,

2
a

Cy = .
° 2nJ’U(p + Ap)rdr

A numerical analysis of the corresponding system of
equationsleadsto results analogousto those reportedin
[11]; in particular, the fractal dimension of the 2D clus-
ter isunity (see Section 3.1).

However, the adsorption of a particle at a point on
the real cluster perimeter has a negligible effect on the
probability of particle addition at other locations.
Therefore, we can introduce a coarse time scale by
assuming that the density of acluster changesonly after
its entire perimeter is covered by newly adsorbed ran-
dom walkers. Then, we obtain

_ 21R,
" a

_ 2T[Rb a_2
a 2nJ'U(p +Ap)rdr’

C 5)

0
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where R, is the characteristic distance from the origin
to the cluster boundary.

Figure 3 shows atypical density profile and a curve
U(p + Ap) characterizing the location of new adsorbed
particles. Thelatter curve hasasharp peak inthe neigh-
borhood of the cluster boundary and vanishesoutsideit.
Accordingly, we can approximately replace R, withr in
expression (5) and writethefinal system of equationsas
follows:

Prs1 = Pn+ CU(p+Ap),

2 (6)
~u(r, 0) = AU(N) —p(NHI(1) + ZAU(NE,

where

2
C:Z_TE a

a 2T[J'U(p+Ap)rdr’

and n is the number of an iteration step at which the
cluster is covered by a new layer of adsorbed random
walkers and its boundary shifts by an increment on the
order of particle diameter.

3. ANALYSIS IN A PLANAR GEOMETRY
3.1. Numerical Analysis

Using the initial density distribution
Po(r) = exp(-2r/a),

we solved Egs. (6) by successive iteration with steps
corresponding to cluster size increments. At each step,
the second equation in (6) was computed on a 10° point
spatial grid by using an explicit finite-difference
scheme, the distribution p,(r) obtained at the preceding
step, and

Ug(r) = exp(—(r—R)Z/az).

The resulting solution was substituted into (6) to calcu-
late a normalized increment of the cluster distribution.
We set the increment at r = 0 to zero, since the region
occupied by the seed isimpenetrable.

Thedashed curvein Fig. 4 isanumerical solution to
system (6) for the two-dimensional cluster. Its log—og
sope, —0.22 + 0.02, corresponds to the cluster fractal
dimension d = 1.78 + 0.02. The dotted curve predicted
by the mean field theory developed in [11] without
introducing any coarse time scale corresponds to a
lower dimension (d = 1).
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3.2. Analytical Solution
Since system (6) is amenable to iterative computa-

tion, it can be solved analytically by applying the finite
Hankel transform

R

1 lin|
U(p;,t) = =[U(r,t)J rdr,
(pir 1) RZ.! (r,t)Jdo

'RJ

where J(p,) is the Bessel function. The desired solution
can be represented by a series expansion:

u(r,t) = ZzU(p,,t) %o )
0 |

where p; denotes the roots of the equation J;(p;) = 0.
Using the initial condition

u(r, 0) = &(r —R)/21(r/R)

and the boundary conditions

0
EFU(r)lr=0,R =0,

we obtain an infinite algebraic system of equations for
U(p;, 1):

U(p) + 3 UPIK(p p) = Z22B)

o Pi

[

D)

35

D(pi, P) = K(pi, Po) +

a; =1la,=1

Substituting the derivative of this solution into the
system of kinetic equations, we obtain a recursive
procedure for calculating cluster growth. However,
since it involves calculations of slowly convergent
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Fig. 4. Cluster density vs. radius predicted in [11] (dotted
curve) and by model (6) with coarse time scale (dashed
curve). Thefractal density is 1.0 and 1.78 in the former and
latter cases, respectively.

with

r
K(Pe pi) = .

By analogy with Fredholm integral equation of the sec-
ond kind, an exact solution to this system can be repre-
sented in terms of aresolvent kernel:

_2R[J(p) | 1< JI(Py)
U(p) = % _Iz"'BZ ik D(p;, pk)}: (7
where
K(pal, Pa,) -+ K(Pay Pa,)
K(pu-m, Pa.)

K(pi, P)  K(Pis Po,) K(pi Pq,)
K(Pa, PK) K(Pay Pa,)
K(pami pk) K(pamv pal) K(pam1 pam)

series and integrals containing Bessel functions,
this procedure is more difficult to use for evaluating
the fractal dimension, as compared to numerical
analysis.
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4. CONCLUSIONS

A new mean field approach to analyzing fractal pat-
tern formation by diffusion-limited aggregation is pro-
posed. Following previous studies (e.g., see [11, 14,
15]), we assume that the aggregate is axially symmet-
ric. The key distinction of the present approach is the
use of a coarse time scale taking into account the dis-
crete nature of DLA clusters. The coarse time scale is
introduced by requiring that the addition of aparticleto
the cluster does not lead to any significant effect on the
continuous radial distribution obtained by changing
from the discrete to the continuum model and averaging
over the angle. To meet this requirement, we assume
that the cluster density changes jumpwise only after the
entire accessible perimeter of the cluster is covered by
anew layer of adsorbed random walkers. As a result,
we derive a difference—differential equation with dis-
cretetime step. Furthermore, thisform of the governing
equation entailsthe use of anormalization factor C pro-
portional to the accessible cluster perimeter.

The value of the normalization factor depends on
the dimension of the spatiad domain of aggregate
growth. For cluster growth on the surface of a cylinder
along its element [5, 18], C = const since the corre-
sponding fractal dimension is evaluated by solving a
guasi-one-dimensional problem on aline parallel to the
direction of aggregate growth. For the two-dimensional
cluster, this factor is proportional to the circle perime-
ter. For the three-dimensional one, it scales with the
volume of a spherical layer with thickness equal to the
particle diameter, where random walkers are adsorbed.
Since the density profile drops near the cluster bound-
ary (see Fig. 3), the function p + Ap has a sharp maxi-
mum, which makes it possible to define absorption
region and find the normalization factor.

The approach developed in this study is used to
obtain a fractal dimension of 1.78 in the two-dimen-
siona DLA model, in good agreement with direct
numerical simulations. We have also considered the
guasi-one-dimensional and three-dimensional DLA
models. Intheformer case, our solution of the proposed
system of equationsyieldsafractal dimension of 0.80 +
0.02, in fair agreement with direct numerical simula-
tions[5, 18]. Asthe space dimension increases to three
and higher, the assumption of isotropy progressively
becomes less accurate (even if physically plausible)
and entails a systematic overestimation of the fractal
dimension of the cluster.
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Finally, we note that the proposed approach can be
naturally generalized to aggregation in a system of par-
ticles of severa types. In particular, if we assume that
particles of the same type stick together, then the nor-
malization factor in each equation corresponding to a
particular type of particles will be proportional to the
largest volume fraction that can be occupied by parti-
cles of thistypein the current spherical layer.
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Abstract—The gravitational description given for an electric charge on the basis of exact solution of the Ein-
stein-Maxwell equations eliminates Coulomb divergence. The internal pulsating semiconfined world formed
by neutral dust is smoothly joined with parallel Reissner—Nordstrem vacuum worlds viatwo static bottlenecks.
The charge, rest mass, and electric field are expressed in terms of space curvatures. The internal and external
parameters of the maximon, electron, and the universe form a power series. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

Elementary particles are treated as point objects in
planar spacetime. Their internal structure can be con-
sidered in the space of the general theory of relativity
(GTR), whose curvature is equivalent to the gravita
tiona field [1].

Initially, Einstein planned, first, to geometrize phys-
ical fields and their sources and, second, to represent
the discreteness of spacetime as well as parameters of
elementary particles, their nonlocalizability and sto-
chastic behavior (quantum effects) as manifestations of
properties of a*“continuous’ gravitational field.

This study provides a simple example illustrating
the possihility of implementation of thefirst part of this
program. The internal structure of an electric chargeis
described on the basis of the exact solution to the Ein-
stein-Maxwell equationsfor anonstationary centrosym-
metric dustlike matter (dust) and an electric field [2].

It should be noted that the second part of the pro-
gram has not been redlized as yet; i.e., the quantum
behavior of elementary particles has neither been
described in a nonlinear geometrized theory nor inter-
preted, and the spin has not been taken into account; the
solution obtained for an electric charge cannot be
extended to real charged elementary particles (electron,
proton, etc.). We will only consider the description of
geometry of an abstract electric charge whose charge
and rest mass coincide with the corresponding quantum
numbers of the real electron, maximon, universe, etc.

This solution clarifies the meaning of two universal
constants, viz., electric charge e and rest mass m,
which are found to be first integrals of the Einstein—
Maxwell equations (integrals of motion) and which can
be determined from the spacetime curvatures at any
point of the spacetime.

The procedure in which a source of gravitational
field (energy—momentum tensor of matter appearing on
the right-hand side of the equations) must be specified
“manually” has been usually regarded as poor since

Einstein's time. For this reason, the possibility of com-
plete geometrization of physical fieldsis considered as
dubious.

The solution obtained here shows that this is not
quite correct. We specify only the “filling” of the sys-
tem to be studied (matter, physical fields and interac-
tions, the presence of charges, pressure, rotation, tor-
sion, etc.). Then, in view of the nonlinearity and self-
consistency of the Einstein system of equations and
equations for potentials of physical fields, all physica
parameters of the system (densities, vel ocities, and field
strengths) are expressed in terms of geometry asaresult
of the solution of such a system of equations.

In contrast to the linear situation, which is responsi-
blein al probability for such an attitude to the Einstein
equations with aright-hand side, it isimpossible in the
general case to characterize the properties of the func-
tions satisfying the nonlinear equations prior to their
solution in view of the absence of a superposition prin-
ciple. A nonlinear eguation has no “source” or the
“right- and left-hand sides” in the linear sense.

Itisalso equally important that the spacetime curva-
ture eliminates the main disadvantage of theoriesin the
Minkowski spacetime, viz., Coulomb divergence of the
field of a point charge, which generates divergencesin
the existing quantum theories.

Strictly speaking, a planar space must be empty,
since if the Riemann—Christoffel curvature tensor is
zero, the conservative Einstein tensor must also be zero,
aswell as the energy—momentum tensor of matter and,
hence, the densities and potentials of physical fields.

In addition, this solution at last clarifies the reason
for the prevailing concept of negligibility of gravita-
tiona effects over the classica length (due to the
extremely small value of the gravitational radius as
compared to the classical radius), as well as the idea
that gravitational interaction (spacetime curvature)
becomes significant either over limiting lengths in the
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microworld (such as Planck’s length) or over the scale
of the universe in the macro- and megaworlds.

The reason appears paradoxical: such a situation in
vacuum (vanishing smallness of the “potential gravita-
tiona field” as compared to the potentia electric field

of an isolated stationary point charge, /kmy/r2 < efr2,
where k is the gravitational constant) is explained pre-
cisely by the large “gravitational mass defect” due to
the strong gravitational field (large spacetime curva
ture) inside the charge, which reduces the energy of
charge in vacuum observed from outside (from the
“Newtonian” point of view, the gravitation field pos-
sesses a sort of “negative energy”).

The gravitational interaction, in accordance with its
definition, is universal and is manifested over any
length, mapping physical fields on geometry [1].

A brief review of theliterature concerning this prob-
lem in GTR and the reason for which a rigorous solu-
tion of the problem of the source of electric charge and
rest mass of a particle could not be obtained earlier are
given in the Appendix.

2. FORMULATION OF THE PROBLEM

Let us suppose that the gravitational field in a cen-
trosymmetric orthogonal nonstationary metric [1] (in
thet, r, 6, ¢ coordinates)

ds’ = e'dt’—e'dr®— R(1, r)da?,
do? = d6°+ sn0do?

in a synchronous comoving frame of reference is
defined by the energy—momentum tensor, whose mixed
components are given by

(D)

diag(€s+ €, &4, _8f1_8f)v

which corresponds to ideal dustlike generally charged
matter with a charge density p;, energy density (T, r),
and electromagnetic field with energy density &(T, r).

The system of the Einstein-Maxwell equations in
the given case can be written in the form

® = L—L’—TR(l—e_'\R'2+e_VR2),
® = 4TR’Re;,
® = ATIR°R (g + &),
& +4Re/R = 0,
g, +4Re /R = [8migp €,
g+ (A +4R/R)e/2 = 0,

pi+ (A +4R/R)p/2 = 0
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(we assume that the cosmological term is zero). Here,
R = dR/dt, R = 9R/Ar, and k = 8rk/c* is the Einstein
constant.

The general solution to the Cauchy problem
depends on three arbitrary functions of r, viz., integrals
of motion corresponding to the initial distribution of
energy density (0, r) of matter, charge density p;(0, r),
and radial velocity B3,(0, r), which is defined for T = 0.

For such functions, we can choose [2] the electric
chargein theform

Q(r) = 4njpfe”2R2dr +Q,,
the total energy of matter in the form
E(r) = 4T[I( g +¢&;)R°Rdr + Q°/2R+ E,,
and the function
f(r) = e’R +qQ/R,
where Q, and E, are constants and q = p;/s;.

In terms of these quantities, we can express the
energy densities of matter and field [2]:

€

= E' 8 = Q2
° AMRPR(1-qQ€"¥RR) | 8mR*
The solution to the Einstein—-Maxwell equations is
obtained in the cases when one of the arbitrary func-

tions of r becomes constant [2]. There exist three types
of solutions,

Q=Qo Ry=Rgp Ri=Ry,

where
Ry = KE/4Tt

isthe gravitational radius,

R; = Q°/2E = RIR,

isthe classical (electromagnetic) radius, and

R, = /kQIc®

isthe so-called critical radius.

In the given problem, we are interested in the first
type of solutions with a constant electric charge Q. In
this case, p; = 0; i.e., the dust is neutral. An interesting
situation arises: charge Q, is an integral of motion of a
neutral gravitating matter and, in turn, generates an
electromagnetic field with energy density & and field
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strength E, = £,/81te; of the radial eectric field in the

comoving reference frame (or is generated by thisfield
and the neutral matter).

It would be interesting to discover what the inner
and outer (vacuum) worlds of the object called the elec-
tric charge are and to express its physical parameters
(charge, mass, and radius) in terms of the curvature of
the pseudo-Riemannian space of theinner world. Let us
provethat even in the simplest centrosymmetric casein
the absence of inevitable rotation, the charge is a non-
Euclidean topological construction, viz., a semicon-
fined pulsating world with two static extremal surfaces
(bottlenecks) in spacetime.

3. INNER WORLD

We choose an attractive (from the standpoint of
physics) solution for Q = Q,, which corresponds to a
semiconfined time-periodic world [2]

e’ =1, € =RYf2

f2<1, 4R(1-f%)/R,<1,

R g @
21 f2)(1 ocosn),

R =

R
-1, = —923,2(71 —asinn),
2(1-17)

where

5= J1-4R,(1- AR,

and 1,(r) is an arbitrary function of r, which is deter-
mined by the method for measuring time in the congru-
ence of observers.

For Qu = 0, this solution is transformed to the well-
known nonstationary metrics of the Tolman—Fried-
mann confined world of neutral dust [1]; in the absence
of matter the solution is transformed into the Reissner—
Nordstrem static world of a solitary charge, which in
turn is transformed to the Schwarzschild world of a
point mass.

A remarkable property of metric (2) is the absence
of pointlike singularity of the type of an infinite Gauss-
ian curvature of radial spheres: since & < 1, the radius
R(t, r) of the internal scalar curvature of the 2-surface
(t = const, r = const) never vanishes anywhere
(R(t, r) # ) if the integral of motion Ry(r) is defined
appropriately.

Since E, = Q//R?, gravitation (i.e., the spacetime cur-
vature) removes the Coulomb divergence of the classi-
cal point charge field in the Minkowski spacetime.
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Let us specify theinitial conditionsfor T = 0. Let us
suppose that the density of matter in the state of maxi-
mal expansion of the inner world is constant:

n=m RO =0, g(0)-=-c¢,.

Here, zero in the parentheses indicates the dependence
of quantitieson r for T = 0. Integrating the relation

R, = KR°Re,
for T = 0, we obtain the relation between the total
energy and the density of matter in the initia state,
KE
Ry = 5°R(0)+Cq, )

where C is the integration constant. All quantities can
now be expressed in terms of R(0) and R (we set
Cy=0):

KE 3R’ 1
Rg = ?()Ra(o), R¢ = %RS(O)’
2o R, R
R(0)  R*0)’
R2(0)R(0 RS

4. STATIC SURFACE
L et us define the object, viz., a static 2-surface (h)

I’=I’h, Rth, Rh=0

The static conditions (R, = 0) lead to the conditions

o, = 0,
C
substituting these conditions into Eq. (2), we find that

the scdlar curvature radius of a static 2-surface is
always equal to adoubled classical radius,

i.e,totheratioR, = QS/Eh of the squared charge to the
total energy of theinner world for r =r,,. For Q,# 0, this
radius always differs from zero.

All parameters on the given surface can be
expressed in terms of critical radius R, and dimension-
less parameter &:

Rghz'z'?c’

1
E—Z.

R, = €R, = ¢
@
1-f2 =
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Since fﬁ <1, parameter & > 1; consequently, the radius

of curvature of the static sphere islarger than the criti-
cal radius (R, > R,) for any charge.

The extremal object for which & = 1iscalled amax-
imon. It is the only static 3-object with a constant cur-
vature and aconstant density, with aspherical system of
coordinates (which is nondegenerate on its surface),
with the minimal radius, and with the maximal gravita-
tiona radius.

In solving the Cauchy problem, we choose the ini-
tial conditions so that R(0) = R, (i.e., the radius of cur-
vature of the static sphere has its minimal value in the
initial state of maximal expansion). In this case, for the
integrals of motion we have

R}(0) R .
Rﬁ 2Ry, Ry = thR3(0)Sth'

Ry = Rgn

i.e., thetotal energy of the inner world on the static sur-
faceis minimal, while the electromagnetic field energy
ismaximal.

Let us define the “rest mass’ my as the total mass
(energy) of the inner world on the static sphere,

2kE 2km, m,
R9h= 4h: 0201 moz?:’

C

where m, = Qy/ /k isthe maximon mass.

Applying relation (3) to the static sphere and taking
into account relation (4) between its radius and the
gravitational radius, we find that the dust energy den-
sity intheinitia state (and, hence, on the given sphere)
is finite and unambiguoudly determined by its para-
meters,

EO = 80/E41

where e, = 6/k R: isthe critical energy density.

5. MAXIMAL EXPANSION STATE

Theinner world of achargein theinitial staten =1t
can be described by the differential equation

AO0) 52/ A2 _ 20y _2 ot 2
e O(R¥(0)) —4[R (0) EZRER<0)+RC] )

whose solution can be written in the form

R’(0) = 2a5(1-5,c0s2Y),

6
J-e)\(O)/Zdr = 28X, (6)
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where the dimensionless coordinate x U [0, 1 [1],

3, = J1+8/E*  2a,

J2 KEy'

and '@ isafunction of r, which depends on the method
for measuring radial lengths.

Solution (6) implies that a semiconfined world has
two static spheres (geometrical images of charges with
opposite polarities, i.e., charged particles—antiparti-
cles), on which the radial electric field has opposite
directions. These spheres are located at points ¥;, and
T—Xp, Where

1-4/&*
5

The given solution for R, = 0 is transformed into the
well-known solution for the Tolman world [1]. The
maximal radial length of the inner world in the con-
fined model is given by

= 1-arCCOS
Xh 2

() = J'e“o)’zdr = 2ma,.

Thus, theradial length of theinner world in the max-
imal expansion stateisdefined, in accordancewith rela-
tion (6), by the energy density of the matter intheinitial
state.

Forn =mandx = 172, quantitiesR(0) and R, assume
their maximal values, such that Ry = Ry max-

Roax = E—E“ [1+8, = J2a,/1+3,,

_ &R,

Rymac = 222(1+80)™ = Z2(1+8)™

2

The maximal value of the gravitational radius (total
energy) can be juxtaposed to the total mass M of the
inner world in the maximal expansion state:

Rymax = 2kM/C’.

6. GEOMETRIZATION OF THE CHARGE

The curvature (,Kéa) of the 2-surface 32 formed by

the coordinate lines{ x*, X'} is perpendicular to coordi-
nates x%, X, a # B # U # v, and observed from the mea-
surement spacea (a= 2, 3, 4, ...) can be expressed in
terms of the Riemann—Christoffel tensor of the corre-
sponding space and the modulus of the metric on the
surface [1]:

GK[(Sa) = Rfla\‘))uv/(guugvv - gﬁv) (7)
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(summation over the indices is not envisaged). In met-
ric (1), we obtain from expression (7)
1

3 —\
oK = (1-e R?),

2 1
OKE) = Ezv

1 , (8)
K = S(1-e"R*+€"R),
R

1

oKD = K, K = S (1-e"R?),
R
OK((‘)4) _ iz,(l—e_AR'2+e_VR2)', 9)
R
oKE) = K.

The curvature of the 3-hypersurface S¥ orthogonal
to coordinate x* is equal to the sum of curvatures (7)
over index f3:
K = K+ K+ K,
azB#Yy#0.
The sum of 4-curvatures of all area elements orthog-

onal to the X° axisis equal to the Gg component of the
Einstein tensor,

oK(4) = 0K54) + 20K<(|>4) = Go = K(gr+&). (11
The sum of 4-curvatures of all area elements orthog-

onal to the x* axisis equal to the Gi component of the
Einstein tensor,

KO = K+ 2K = Gp = k(e —py),
where ps is the pressure of the matter (which differs

from zero in the general case).

The scalar curvature of the 4-space (Gaussian, or
internal, curvature [1]) is equal to the sum of all curva-
tures (10) orthogonal to the axes x?, X1, X2, and x3; in the
present case, it is given by

K@ = K@+ K@ +2,K
= G = Go+ G +2G; = ke, = R/R'R.

The Einstein-Maxwell equations|ead to the follow-
ing relation between curvatures (7)—12) and physical
characteristics:

(10)

(12)

ke, = K@,
ke, = K@K,
1-12 = KPKD, (13)
R, = OK(Z)—l(OK(4) _ K(4))]J2
r ’

Ry = oKi? T (K =KW+ KiY).

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

263

It was noted above that oKﬁa) # oo; i.e, singularity of
radial spheresis absent (g # o).

Relations (13) make it possible to express two fun-
damental constants (charge e and rest mass my), which
arethefirst integrals of the given gravitating system (m,
isequal to thetotal mass M(r) of the inner world on the
static spherer =r,) interms of curvatures and two other
constants, viz., ¢ (corresponding to the presence of a
light cone for the chosen signature) and k (relating the
geometry to the physics):

2
C 2)-1 4 .
LK KO KT,

7

2
C 2)=32, (4 4 4
my = _Zk[oKE ) (oK( KW+ OKE ))]

e =
(14)

To find constant e, we can determine the curvatures at
any point of the inner and outer vacuum world of the
electric charge (K® = 0in vacuum). Constant m, can be
sought from the curvatures at any point of the vacuum
world and on the static sphere. Inside the charge, the
mass will be afunction of r.

The electromagnetic field of a charge that is at rest
in vacuum, which is represented outside and inside by
the radial electric field in a reference frame comoving
with the dustlike matter, can also be expressed in the
entire space in terms of its curvatures:

2
E = & (KWK

Jk

Thus, an interesting possibility of experimental
determination of physical parameters of objects from
measuring geometrical quantities; for fundamental
constants, the same values will be obtained at any point
in space.

7. BOTTLENECK

Let us define a bottleneck in the spacetime as a
2-surface of extremal curvature. In the simplest cen-
trosymmetric case, we can speak of the bottleneck asan
extremal surface of radial spheres, which is orthogonal
totimeand radial coordinates. If the bottleneck is static
inthe comoving reference frame (i.e., its curvature does
not change with time and it does not move along the
radial coordinate), it coincides with a static sphere and
the conditions for its existence have the form

4 _

KP>0, KPP =0, K =0. (15)

The bottleneck will display the maximal curvature of
radial spheres (N = m) or inflection for K} <0, and
the minimal curvature for K} >0 (n = 0). Substitut-
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ing expressions (8) for curvatures into conditions (15),
we obtain

K@ - g2 oK((p4)—oK54)
0" R2
) (16)
= I—:;E%C—C%RQ+K£SRE =0,
. R 4R’
K = BERE-srE = 0 a7)

which means that a static bottleneck exists for R, =0
and either for

KeoR; = 3Ry, —4RYR,,

or for R, = 0. In the former case, the quantity C, in

expression (3) for the gravitational radius cannot be set
equal to zero any longer; R(0) as a solution to Eq. (5)
will be expressed interms of elliptical functions. Let us

consider the second condition R, = 0.

Since " = R¥f2 = 0 for & # 1, the determinant of
the metric tensor vanishes at the bottleneck. Conse-
quently, the spherical system of coordinates degener-
atesonit. However, all its geometrical parameters (cur-
vatures) and the corresponding physical quantities
(mass, dust density, electromagnetic field energy den-
sity, and field strength) arefinite; i.e., thissingularity is
of purely coordinate nature. It isnot reflected in physics
or geometry in any way.

It should also be noted that function ' in solu-
tion (6) must vanish at the bottleneck in this case.

8. JOINING WITH VACUUM

Solution (2) covers the entire spacetime and does
not require any supplements. Nevertheless, using static
bottlenecks, the inner semiconfined world (2) can be
smoothly continued to two Reissner—Nordstrem vac-
uum worlds. In the curvature coordinates, we have

R,=0, R=0, R=1, R=r,

£,=0, € =¢" = A,

2 > dr? 2,2 (18)
ds” = A(r)dt —m—r do’,
r.ore

= __g+_c
A = 1=,

2km,

2
C

L

c

g = Rgn =
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Since joining is carried out over the bottleneck whose
curvatureisextremal frominside and on which the met-
ric hasacoordinate singularity g;; = 0, metric (18) must

be transformed to another radial coordinate r [1] to
nullify the metric coefficient g;; on the 2-surface of
joining r = 2r; as in the case of the internal solution.
Naturally, the transformation Jacobian J = r ; also van-

isheson thissurface (e.g., r = T +4r7/(2r;+ T ), where

r = Ry, = Q3/2E7). Direct substitution of an arbitrary

transformation r = r(T) into the Einstein equations [1]
under the condition J,, = O readily shows that trans-
formed metric (18), which is independent of the world
time, satisfies these equations at the bottleneck.

At the bottleneck, R;, = r; = 0 and the quantity G;
(the mixed component of the Einstein conservative ten-
sor) a'so turns out to be continuous, which is physically
equivalent to the continuity of the electric field upon a

transition to vacuum. Component Gg of this tensor

experiences a first-kind discontinuity, which corre-
sponds to a sharp dust—vacuum interface from the
standpoint of physics.

The joining procedure satisfies the Likhnerovich
conditions: if f(x*) = 0 (equation for thejoining surface,
i.e., theequationr —r,, = 0 in the present case), product

G‘; f , isfound to be continuous. In fact, cutting a part
r < 2r; from the Rei ssner—Nordstrem metric, we discard
the singularity r = 0 inherent in the vacuum solution
and obtain an extended (bulk) material Reissner—Nord-
strem field source.

Figure 1 shows qualitatively the hierarchy of spaces
for various simple field sources, where the three-
dimensional hypersurface (observed physical space) is
represented for better visualization by the curve along
which coordinate r changes (i.e., the cross section of a
2D surface of a revolution with one of cyclic coordi-
nates, 6 or ¢, varying along its second direction). The
distance from the rotational axis is proportiona to
radius R(r) of the 2D Gaussian curvature; the convexity
or concavity of the surface depends on the signs of cur-

vatures 0K§3) and 0K§,3) . It can be seen from Fig. 1 that

the given field had to be slightly deformed by a trans-
formation (dotted curve) for passing from apointlike to
abulk sourcein the Reissner—Nordstrem metric and for
its smooth joining with the internal solution.

Thus, the electric charge appears geometricaly as
two paralel vacuum spaces in which tensions are
equivalent to an electric field and which are connected
viatwo static bottlenecks with aradius equal to a dou-
bled classical radius. Between these bottlenecks, anon-
stationary confined world is situated, in which tensions
are equivalent to neutral dustlike matter and an electric
field, and which pulsates from the maximal expansion
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state to the maximal compression state. This pattern is
shown qualitatively in Fig. 2 in the form of a 2-surface
of revolution in accordance with the same rules as the
curvesin Fig. 1. Quantity R(n, x) does not vanish any-
where. The strength of theradial electric field attainsits
maximal value at the bottlenecks and decreases in
inverse proportion to the square of the Gaussian curva-
ture radius with increasing distance from the bottle-
necks to the inner or outer space of the charge.

The only divergence preserved in view of central
symmetry and nonstationarity of the metric is the kink
on the 2-surface formed by coordinates{r, 6} or {r, ¢}
when expansion is replaced by compression. The kink
moves according to a definite law x(n) (singularity of

thetypeR =0, R; #0, OKfl,a) — 00) and corresponds
to an infinitely large value of the energy of the matter
(e, —= ). However, this singularity is immaterial; it
appears due to the simplicity of the model and is absent
at the bottleneck.

9. EXTERNAL AND INTERNAL PARAMETERS
OF THE CHARGE

Let us suppose that the electric charge of the world
is equa to the fundamenta charge (Q, = €) and that
constantsc, k, and e have experimental values. Then the
parameters of the world at the bottleneck and inside the
charge are determined by the value of . The maximon
(& = 1) isan object with the critical parameters

f,=0, 8=0, 8 =3, R=R =0,
Ry = 2Ry, = Ry/2 = R, = Ry

= Run = 24/22, (19)
e 6
m=M=m.=—, § =— = ¢,
0 C /\/_k 0 KRi c
km
R, = .
Cc

Here, R, isthe radius of curvatureforn =0 and x =
102, i.e, in the state of maxima compression. The
parameters of the remaining objects can be expressedin
terms of the critical parameters (19):

external,
Ry = &R, my = m/E, (209)
and internal,
2
R = 5T 8R,
(20b)

M—Ezl 5,)>?
_g( +O) me,

€, = PoC = eJEL.
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Fig. 1. Geometry of centrosymmetric metrics: planar empty
Minkowski spacetime (1); Schwarzschild solution for the
vacuum field of point mass mg (2); Reissner—Nordstrem
solution for the vacuum field of point charge e having arest
mass of mg (dotted curves show the geometry of the trans-
formed metric with a Gaussian curvature extremum for r =
2rg) (3); Tolman—Friedmann solution for a confined world

of dustlike matter in the maximal expansion state (n = 1),
having a singularity in the maxima compression state
(n = 0) (4); solution for theinner world of an electric charge
consisting of neutral dust and aradial electricfield pulsating
from the maximal expansion state (n = 1) joined by two par-
allel vacuum Reissner—Nordstrem worlds viatwo static bot-
tlenecks (charges +e, —€) (5).

R ——

Fig. 2. Geometry of theinner and outer worlds of an electric
charge: the physical 3-hypersurface is simplified to a 2-sur-
face of revolution, which is formed by the radial and one of
cyclic coordinates. This surfaceis connected with the parallel
vacuum world and an antiworld via two bottlenecks (equiva-
lent to a particle and an antiparticle with opposite charges).

In this model, the value of € is not bounded from
above. An important factor is that the experimental
value of & for the electron is known exactly from its
external parameters (20a):

¢, = elJkm, = 2.04x 10*
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Parameters Externa Internal
n Object g=q" Rh, €M My, 9 Rinaxs €M M, g Po glom®
0 Maximon 1 1.38x 1034 | 1.86x 107 1.38x 1034 | 1.86x 108 1.69 x 10%
1 Mifion 452%x100 | 062%x102 | 411x10%7 | 1.99x 1013 | 1.34x10' | 4.06 x 10°2
2 Electron 2.04x 102 | 282x1013 | 091 x102% | 4.06 x 108 2.73x10% | 0.98 x 1010
3 Universe 0.92 x 1032 1.27 x 1072 2.02x 10738 | 0.83x 10% 0.56 x 108 | 2.35x 10733

(it should be recalled that we are speaking here of an
abstract object with a charge and a rest mass of a real
elementary particle, electron, naturally disregarding
rotation in the simplest case of central symmetry). The
experimental estimate of the value of & for our universeis
also known, but now from itsinterna parameters (20b),
viz., the total mass and radius, under the assumption
that a closed cosmological model is applicable [1]:

&= (242M/Im) " = (V2R /R

(0g=1 for the Universe).

We assume that the electric charge of the Universe is
also equal to the fundamental charge.

Consequently, the internal parameters of the elec-
tron and, accordingly, the external parameter of our
universe are known exactly. The result is curious: the
electron contains a universe whose mass in the state of
maximal expansion is M = 2.73 x 10% g (i.e., on the
order of 10° masses of the Sun) and whose radius
Ruyax = 4.06 x 108 cm (i.e., on the order of the Earth’'s
radius), and our universe appears from outside as a par-
ticle (bottleneck, see Fig. 2) having a very small rest
mass m, = 2 x 10" g and a curvature radius of R, =
103 cm.

It is interesting to note that, if we assume that the
internal radius and the total mass of the observed
universe are two orders of magnitude higher than the
value estimated from the Hubble constant and apply
relations (20) to charges with parameters of the known
objects (maximon, electron, and universe), we will
readily find that they form a power series,

E=q",
where g = 4.52 x 10°. Then one more “particle” (with
n = 1), which can be conditionally called the “mifion,”
can exist between the maximon (n = 0) and the electron

(n=2). The electron isfollowed by the universe (h = 3)
(seetable).

10. COSMOLOGICAL CONSEQUENCE

The fact that theinternal radius and mass of the uni-
verse can be larger than those estimated in astrophysics
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in the approximation of the invariability of the Hubble
constant h and from the linear Doppler effect does not
contradict the Einstein—Friedman cosmology [1]: over
long distances and time intervals, we must take into
account thefact that “radius’ a(n) does not remain con-
stant during light propagation in an expanding hyper-
sphere, but increases, and that the relationship of the
observed frequency of light with the radiation fre-
guency and the velocity of the source is determined not
by the linear Lorentz transformations (in which the
velacity is limited to the velocity of light), but by gen-
eral covariant transformations.

The relation between the “recession velocity” 3 =
xdIna/dn and the “red shift” in the homogeneous
model disregarding the charge (in the Friedmann-Tol-
man metric) hasthe form [1]

O _ Oy =X, 000"
™ %n > /ssz,

1| R
B = z —xcotz, (21)

_ cda _ _C cos(n/2)
a’dn  2a,§n*(n/2)

These relations show that the Hubble constant h and
the recession velocity B turn to infinity at singularity
(n = 0) and are zero at the maximal expansion state
(n =m). Thisdoes not lead to any contradiction since 3
in the present case is not a physical velocity: all points
of the hypersphere are at rest relativeto it, and the space
itself expands.

11. EXPERIMENTAL CONFIRMATIONS

The assumption that the charge of the Universe is
equal to e does not contradict the astrophysical data
indicating the presence of a nonvanishing mean electro-
magnetic field in it. It is this field, which is strong
enough in a state close to maxima compression, that
ensures acceleration of relict particles generated (*tem-
pered’) at this stage of evolution of the universe to
ultrahigh energies (10°2-10% eV) [2]. In the present
state, which is close to maximal expansion, these
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particles become primary sources of experimentally
observed extensive air showers (EAS).

Itisdifficult to explain the presence of such particles
in cosmic noise by other mechanisms (stellar or galac-
tic). A particle may accumulate an ultrarelativistic
energy of 10?2 eV on the scale of the Universe. Due to
radiation losses during accel erated maotion along a cur-
vilinear trajectory, this energy is lower than the critical

energy ec? ,/k (the maximon rest energy), which ison
the order of 102 eV [2].

Further, a rigorous result of the theory is that a
charge with the parameters of the electron contains (in
the case of a uniform density of the inner world in the
initial state) a universe with a mass on the order of
103 masses of the Sun. This can also be verified exper-
imentally if we assume that bursts of supernovas
observed in astrophysics can be interpreted not as a
result of a catastrophic collapse of burnt-out cooled
stars, but as the release of a part of the internal energy
by an elementary particle that loses its stability for one
reason or other (say, asaresult of insufficiently consid-
ered experiments on accelerators of civilizations exist-
ing on planets of the given galaxies).

12. CONCLUSIONS

First integrals of the Einstein-Maxwell equations
for the system under study were obtained by Markov
and Frolov in 1972 [3]. In [2], these equations were
integrated completely. The exact solution of the Ein-
stein-Maxwell equationsfor the inner space of aspher-
ically symmetric electric charge [2, 4] implies that

(i) the electric charge is a gravitational object in the
GTR; theradius of the Gaussian curvature of the bottle-
neck connecting the inner nonstationary pulsating
semiconfined world of dust and the outer Reissner—
Nordstrem vacuum world isequal to adoubled classical
radius; (ii) the space curvature (gravitational field)
removes the Coulomb divergence of the field produced
by a point charge in aplanar Minkowski spacetime; the
radial electric field in the comoving reference frame
attains its maximal value on two parallel bottlenecks
and decreases in inverse proportion to the squared
radius of the Gaussian curvature with increasing dis-
tance from the bottlenecks to the bulk of the charge and
to vacuum; (iii) physical constants e and m, are first
integrals of the Einstein—-Maxwell equations; all physi-
cal parameters (electric charge, rest mass, radial elec-
tric field, and dust density) can be expressed in terms of
the curvatures of the 4-space and can be determined by
measuring the curvatures at any point of the space;
(iv) the rest mass is the total (gravitational and
observed) mass of theinner world at the bottleneck; the
smallness of the gravitational radius as compared to the
classical radius of many “elementary” particles indi-
cates not anegligibly small role of gravitational effects
over the classical length, but rather a strong “gravita-
tional mass defect” of the inner world at the bottleneck
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due to the focusing (attracting) action of the gravita-
tiona field, when the large space curvature reduces the
observed mass of the object; for acharge with the elec-

tron parameters, thevalueof £ > 1: e> ./kmy i.e, the
electric charge is much larger than the “gravitational
charge’; (v) an elementary particle (electron, proton,
maximon, etc., in the “nonquantum” representation of
the GTR) and the Universe are formally a single object
considered from outside and inside; i.e., the micro- and
macroworlds are identical; for uniform initial condi-
tions, the “electron” contains a universe with amass on
the order of 10° masses of the Sun and amaximal radius
on the order of the Earth’sradius, while our Universe (if
its chargeis €) appears from outside as a particle whose
mass is on the order of 10310~ g and a bottleneck
radius on the order of 103107 cm; (vi) in the given
problem, the global spacetime istopologically nontriv-
ial and “layered” (this should not be confused with
gtratification in the gauge field theory); various objects
(electron, universe, etc.) are tunnels connecting these
parallel layers; this solution theoretically confirms the
correctness of the ideas concerning the neighborhood
of the GTP (e.g., Wheeler's mole burrows [5]); if an
“electron” emerges in the world (the bottleneck corre-
sponding to a negative charge), a“ positron” emergesin
the paralel space (the bottleneck with a positive
charge), which is an antiworld; thus, a world of parti-
cles and an antiworld of charged antiparticles are
located on two parallel orientable 3-hypersurfaces,
(vii) since a charge particle consists of dust, which in
turn is formed by charged particles (burrows between
the layers of vacuum spaces), the space as a whole can
be supplied with a nontrivial topological structure of a
closed set that is not dense anywhere (an everywhere
“perforated” Cantor-type set); consequently, the gen-
eral problem of existence might have a paradoxical
solution: there exists something equal to zero (having
Zero measure).

The problem considered here shows that the Ein-
stein GTR can be geometrized: the electromagnetic
field and matter have a gravitational (geometric) map-
ping. This statement is of methodological importance:
the prevailing opinion that gravitation isafield equiva
lent in properties to other physical fields and having
only a geometrical interpretation like other fields is
archaic. On the contrary, the gravitational field has a
unifying meaning: any physical field possessing an
energy—momentum tensor can be mapped on the geom-
etry of space whose curvature is precisaly the gravita-
tional field. Matter is equivalent to agravitational field,
which isequivalent to curved space. Thisisthe essence
of the Einstein equations proper and of the rigorous
GTR principle of equivalence. All other formulations of
this principle (equality of the inertial and gravitational
masses, local “vanishability” of gravitational field,
local “rectifiability” of space, etc.) are of limited (non-
relativistic) nature.
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The prevailing ideathat the gravitational fieldissig-
nificant either over limiting lengths of the Planck type
(which is approximately an order of magnitude larger
than the critical radius) in the microworld or on the
scale of the Universe in the megaworld isrefined in the
GTR: gravitational fields are manifested over any
length as the maps of physical fields onto spacetime
geometry. Thus, a gravitational field cannot be
“weaker” than, say, an electromagnetic field sinceit is
precisely thisfield in the form of tensions of the curved
space.

It should be noted that the traditional concept on a
gravitational field as a “classical” field can also be
revised in the near future. The GTR sets no intrinsic
limitations on the values of any parameters. Con-
versely, not gravitational field should be subjected to
guantization, but the origin of discrete quantum effects
should be explained with the help of a “continuous’
gravitational field (it was mentioned above that this
formed the initial Einstein program).
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APPENDIX

A Brief Review of Publications on Nontrivial Geo-
metrical Structuresin the Theory of Gravitation

Obtaining regular solutions to the Einstein equa-
tions with a nontrivial topology (black holes, bottle-
necks, burrows, tubes, bubbles, etc.) has been under-
way for a long time and certain advances have been
made in this direction (see, for example, [6-15]). How-
ever, the general conclusion that has been drawnisdis-
tressing [6, 9]: a space with a bottleneck (horn, worm-
hole) and two asymptotically planar worlds can be con-
structed only in “pathologica” cases from the
standpoint of the generally accepted concept of causal-
ity (negative energy density of matter generating a
gravitational field, violation of the weak energy condi-
tion [16], etc.).

Nevertheless, we have obtained a solution that
describes the internal structure of an electric charge
without any singularities (geometrical or physical) at
the bottleneck. This can be explained by the difference
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in the formulation of the problem. In previous works,
gtatic (R = 0) vacuum (g, = 0, p; = 0) worldswith asca-
lar field, as well as worlds with an electric and scalar
field with different Lagrangians were considered in the
framework of spherical symmetry [6-15]. In most
cases, metric (1) of these worlds can be reduced to the
form[6] v(r) + A(r) = 0. For such worlds, the right-hand
side of the Einstein equations implies that the differ-
ence between two mixed components of the conserva-
tive Einstein tensor must be

Gg_Gi = K(ss+ ps);

on the other hand, it follows from the left-hand side of
the Einstein equations that this difference is given by

- "RYR.

In [6-15], the bottleneck was defined as an infinitely
long 3D tube with a finite radius of curvature R(r),
which is minimal on the 2-surfacer =ry, i.e.,

R, =0, R'>0.

It was also assumed that metric coefficient e on this
surface has a finite value. It turns out that these condi-
tions can be satisfied only for a negative sum of the
energy density and pressure of any matter.

Worlds whose source was supplemented with the
so-called cosmological A term were considered as a
version. If thelatter termisidentified asthefirst type of
energy—momentum tensor according to Petrov [1], we
can consider matter with an energy density A/k and iso-
tropic pressure —A/K as exotic (i.e.,, matter with an
ultrarelativistic equation of state for which the sign of
energy density is opposite to the sign of pressure). This
isusually regarded as pathology both for A > 0 and for
N <O.

Here, we managed to avoid this owing to another
formulation of the problem: we considered a class of

nonstationary metrics (1), R # 0, generated by dustlike
neutral matter and an electromagnetic field, which is
represented by a radial electric field in the reference
frame comoving with the dust.

Now, the left-hand side of the difference of two Ein-
stein equations appears quite differently. It does not
contain the second derivative of radius R of the Gauss-
ian curvature with respect to coordinater and, by virtue
of the solution to the Einstein-Maxwell equations, is
identically equal to the positive right-hand side:

GI-Gi = 2(1-f(r)*+ R)'/R* —2RIR = ke >0,
This expression (as well as other physical and geomet-
rical quantities) remains finite at the bottleneck. If we

define the bottleneck as a 2-surface on which R, =0,
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Rn = O (this does not exhaust all possible definitions of

the bottleneck), then " =0for &>1;i.e,onlyapurely
coordinate singularity exists at it (the spherical system
of coordinates degenerates).

o
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Abstract—Equations of motion for an electrically charged string with a current in an external electromagnetic
field with regard to thefirst correction due to the self-action are derived. It is shown that the reparameterization
invariance of the free action of the string imposes constraints on the possible form of the current. The effective
equations of motion are obtained for an absol utely elastic charged string in the form of aring (circle). Equations
for the external electromagnetic fields that admit stationary states of such aring are derived. Solutions to the
effective equations of motion of an absolutely elastic charged ring in the absence of external fieldsaswell asin
an external uniform magnetic field are obtained. In the latter case, the frequency at which one can observe radi-
ation emitted by the ring is evaluated. A model of an absolutely nonstretchable charged string with acurrent is
proposed. The effective equations of motion are derived within this model, and a class of solutions to these

equationsis found. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

The description of the effective dynamics of electri-
cally charged low-dimensional objects, such as parti-
cles, strings, and membranes, is one of the traditional
problemsin classical electrodynamics. The application
of such models allows one to considerably smplify the
solution of the system of Maxwell-Lorentz integrodif-
ferential equations. For a nonrelativistic charged parti-
cle, effective equations of motion were obtained
already by Lorentz [1]. The relativistic generalization
of the Lorentz equations was obtained by Dirac [2]. At
present, the effective equations of motion are known for
apoint charge in curved-background spacetime [3], for
a spinning particle [4, 5], for a massive particle in
higher dimensions [6, 7], and for a massless charged
particlein four-dimensional spacetime[8]. The general
scheme for the description of the self-action of electric
currentsin the string modelsisgivenin[9]. In[10], the
general theory of moving, electrically charged relativis-
tic membranes is described.

In the present paper, we present an approximate
(neglecting the effect of radiative friction) Poincaré-
invariant description of the effective dynamics of athin
electrically charged string with a current. The impor-
tance of studying the effective dynamics of such strings
is beyond doubt because of the numerous applications,
both in practice and theoretical models, of extended
charged and/or conducting objects with negligible
transverse dimensions. For instance, the effective equa-
tions of motion obtained in Section 2 are applied to two
specific models of strings in Sections 3 and 4. In Sec-
tion 3, we consider the effective dynamics of an abso-

lutely elastic ring-shaped charged string.t This model
describes the dynamics of a high-current beam of
charged particlesthat move aong acircle. In Section 4,
we study the effective dynamics of an absolutely non-
stretchable charged string with a current. In Section 2,
we derive the effective equations of motion for a
charged string with a current and discuss some of their
properties; in particular, in the case of reparameteriza-
tion-invariant free action of a string, we find the gener-
ators of gauge transformations and the constraints on
the possible form of the current that flows along the
string.

We will describe a charged string within the model
of aninfinitely thin string. It iswell known that the self-
action of such a string leads to a diverging expression
for the force of the self-action, because infinitely close
points of an infinitely thin charged string interact with
infinite force. The regularization procedure, whose
physical meaning consists in “smearing” a singular
source of the electromagnetic field, allows oneto repre-
sent the self-action force as an asymptotic seriesin the
regularization parameter—the cross-section radius of
the string—which contains one logarithmically diver-
gent term. The smaller the cross-section radius of the
string, the greater the contribution of this divergent
term to the self-action force. For a sufficiently thin

1 We define an absolutely elastic string as a string that does not sig-
nificantly resist both external forces and the forces induced by its
own fields. For example, an imaginary line with a current may
serve as such a string. One should not confuse this concept with
the well-known model of the Nambu—Goto string in the limit of
zero tension (see, for example, [11]), where the string yet has its
own dynamics.

1063-7761/05/10102-0270$26.00 © 2005 Pleiades Publishing, Inc.
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string, one can neglect other terms of the asymptotic
series to obtain effective equations of motion for athin
charged string in the form of a system of differential
equations rather than integrodifferential equations, as
in the case when all terms of the asymptotic series are
taken into account. Similar equations are obtained
when describing the effective dynamics of cosmic
strings (see survey [12]).

2. A CHARGED STRING WITH A CURRENT

In this section, we find the leading contribution of
the self-action of an electrically charged string with a
current and derive equations of motion for the string in
an external field with regard to this correction. We show
that the requirement of the reparameterization invari-
ance of the free action of a string imposes constraints
on the possible form of the current flowing through the
string.

Suppose given a closed string N with coordinates
{1, o}, 0 0[O0, 2m), that isembedded, by asmooth map-
ping X(t, 0), into the Minkowski space R* ! with coor-
dinates {x*}, u = 0, 1, 2, 3, and the metric n,, =
diag(1, -1, -1, -1). Supposethat e(t, 0) isavector den-
sity, defined on the string N, that characterizes the elec-
tric current flowing through the string. Then, from the
viewpoint of an ambient space, the current density is
given by (see, for example, [10])

i"(x) = cJ’64(x—x(T, 0))e(t, o)

x 0,x"(1,0)dtdo,

(D)

where c is the velocity of light; it is obvious that the
charge conservation law d,j* = 0 immediately implies
0,¢ = 0. Hereupon, the Latin indices run through the
values 0 and 1 and correspond to T and g, respectively.

Let us introduce a nondegenerate symmetric scalar
product in alinear space of n-formson R3 ! asfollows:

X, YO = n! I xooy
@
—_ Hi-Hn 4 .
= J’ Xy, Y da'x;
R3 1
here, U is the Hodge operator that sends n-forms to
(4 - n)-forms, and O denotes the exterior product of

forms. In these terms, the action of the model in ques-
tion is expressed as

SA X = —S—iK:DA, 5dAD—C12[j,AD+3)[x], 3)

where d isthe exterior differential, 6 = [d[] A, isthe 4-
potential of the electromagnetic field, and S[x] is the
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action that describes the free dynamics of the string.
The equations of mation for action (3) are given by

L (4)
= ZF,,€0,X’,
c

where F = dA is the strength tensor of the electromag-
netic field.

To obtain effective equations of motion of a string,
we should solve the Maxwell equations for an arbitrary
configuration of the string and substitute the solutions
of these equations into the expression for the Lorentz
force. Thisyields an ill-defined (divergent) expression
for the self-action force of the string:

FIT = —4—?<QL§-,GJ'[x]>, ©)
c\ Ox

where G is an operator whose kerndl is aretarded Green
function. Applying aregularization procedure [13] to this
expression, we obtain an asymptotic series in the regu-
larization parameter that contains one logarithmically
divergent term. The regul arization parameter makesthe
sense of the cross-section radius of the string; when this
radius tends to zero, the radiation-reaction force
diverges. If the cross-section radius is small but finite,
then this divergent term makes the most essential con-
tribution to the self-action force; moreover, the smaller
the cross-section radius, the larger this contribution.

Using the formalism developed in [13], we can eas-
ily show that the logarithmically divergent term that
arises in the expression for the self-action force can be
obtained by varying the action with the Lagrangian2

i _
sng _ _1€0,x,€/9x"

¢ Jh
- (6)
x 2InA ==L oA ,
€le_o C«/ﬂ €le_o
wheree? = €ehy, hy; = 0,x,0;x" isthe induced metric on

the string, h = dethy;, the parameter A characterizes the
cut-off of the integral at the upper limit (its magnitude
is on the order of the string length), and € is the cutoff
parameter of the integral at the lower limit (its magni-
tude is on the order of the cross-section radius of the

string).

2 This result can even be obtained without invoking the general
covariant procedure, proposed in [13], for regularizing the radia-
tion reaction in theories with singular sources. The leading diver-
gent term is uniquely determined by the Poincaré invariance and
the reparameterization invariance, as well as by the expression
multiplying the & function in formula (1). These arguments are
frequently used for deriving leading divergent terms[14, 9, 15].
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Let us introduce a vector field Vi = €/./]h| and a
1-form v; = hy\\. Then, neglecting the finite part of the
radliation-reaction force, we obtain the following effec-
tive equations of motion of the string:

o) X i i
—?)E“] = X(T0yx, + 0,;T"0;x,) /]

1 i \ (7)
+ (—;Fwe 0; X,

T = v —2v'V/,

where X = 2In(A\/g) is a dimensionless constant, F,, is
the strength tensor of the external electromagneticfield,
and [J; is a connection compatible with the metric hy;.
The traceless tensor T/ represents the density of the
energy—momentum  tensor  corresponding  to
Lagrangian (6); i.e.,

T9% = X 5% (x—x(1,0
Y : C.[ (x=x(1,0)) @©

x T"9,x,8,x,Ih[dtdo.

The tracelessness of the tensors T and T;,,° follows

from the conformal invariance of Lagrangian (6).

If the free action S[X] of the string is reparameter-
ization-invariant, then the equations of motion (7) pos-
sess “residual” reparameterization invariance, which
implies that the equations are orthogonal to the vector
VX, In addition, we have

O, T = =2iydv; = XX F Voax’. (9

In particular, in the absence of an external field, the last
equality and the charge conservation law [,V = 0 imply

dv=0, ov=0; (20)

i.e., visaharmonic 1-form. If the closed string has no
self-intersections, Egs. (10) are easily solved. Applying
the conformal gauge

x,x" =0, xX' =-xx" (11)
where the dot denotesthe differentiation with respect to
T and the prime denotes the differentiation with respect
to o, we obtain the following expressions for the gen-

eral solution to Egs. (10):

A
I

Ao+ f(0+T1)+9g(0-T1),

(12)
lop—f(o+1)+g(0-T1).

Here, we used more customary notationsA = e®and | =
el; A\pand |, are arbitrary constants, and f and g are arbi-
trary 2re-periodic functions. In other words, in the
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absence of external field, the energy—momentum con-
servation law implies that the relation between the lin-
ear density of charge and the current is given by (12).

Within our approximation, Egs. (10) represent a
mathematical expression for the condition that the
string is superconducting: one of these equations states
the charge conservation law, and the other statesthat, in
the absence of external fields, the time-variation of the
current at agiven point of the string is attributed only to
the gradient of the linear density of charge. The fulfill-
ment of these eguations follows from the requirement
that the free action §[X] should be reparameterization-
invariant. The converseisalso true: the superconductiv-
ity conditions (10) for an arbitrary configuration of the
string imply the reparameterization invariance of its
free action.

Using the energy—momentum conservation law (9),

we can rewrite the equations of mation of the string in
an externa field as

6%[)(] _ i 1 { \Y
B0 ki B o', 09

where

Yoo = Npv — h”aixuajx\,.
Thus, if the free action of an electrically charged string
with a current is reparameterization-invariant, then its
effective dynamics in an external electromagnetic field
are described by the system of equations (9), (13).

When the contribution of the singular term is suffi-
ciently large, i.e., when the string is sufficiently thin
(X > 1) and either the current flowing through it or the
linear density of charge are large, one can neglect the
left-hand sides of Egs. (7); in this case, the free effec-
tive dynamics of the string are completely determined
by the leading contribution of the self-action force of
the charged string. We say that such a string is abso-
lutely elastic because its interna structure does not
appreciably resist an action.

When the current density increases further, one can
also neglect the effect of the externa field; then, the
effective dynamics of the string are described by the
equation

T'0,x, = 0,

(14)

provided that v isaharmonic 1-form.

Further, we will solve the system of equations (9),
(13) for the model of a ring-shaped absolutely elastic
string in an external electromagnetic field and consider
the model of an absolutely nonstretchable charged
string with acurrent; for the latter model, we will derive
the effective equations of motion and obtain certain
particular solutions.
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3. A CHARGED RING

Aswe pointed out in the Introduction, the model of
an absolutely elastic charged string describes a high-
current beam of charged particles; therefore, itisworth-
while to consider its effective dynamics in an external
electromagnetic field. In this section, we consider the
effective dynamics of an absolutely elastic charged
string in theform of aring (acircle). Further, we derive
equations for external electromagnetic fields that admit
stationary states of such aring. Then, we find solutions
to free equations of motion and solve the equations of
motion of a uniformly charged ring in an external uni-
form magnetic field. The last model describes the
behavior of ahigh-current beam of charged particlesin
asynchrotron.

Consider a gauge that is convenient for further cal-
culations. Introduce coordinates {1, 0} so that the vec-
tor density € is straightened in these coordinates; i.e., it
has the form e = {1, 0}. Let us show that such coordi-
nates can be introduced without changing the coordi-
natet.

Suppose that, in the original coordinates {t, I}, the
vector density e has components {A, 1}; then, in the
coordinates{t, a}, weobtain

OA+0'l.

TIA+TI
e = !
-T10

10'-1'0’ 10’

(15

here, the dots and primes denote the differentiation with
respect to t and |, respectively. Setting €®° = 1, e' = 0,
T =11=0,and ¢ # 0, we obtain the following rela-
tionsfor o:

=1, o =A, (16)

provided that A # 0 at thispoint. Equations (16) areinte-

grable by virtue of the charge conservation law. For

example, if dl = ,/0,x0,Xx do isalength element of the

string, then the linear density of charge is represented
as

N = (@x0,x) ™ (17)

In other words, the coordinate o counts the charge on
the string. Next, we will assume that A # 0 throughout
the string.

In addition to the above gauge, we require that
x(1,0) =ctd 1 =t (18)

Then, the metric induced on the world sheet of thering
X’ = ct,

(19)
x(t, @) = r(t)(cosé(t, o), sind(t, 0),0)

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

273
and itsinverse are given by
ho c2—r2—r2<|)2 _r2¢¢.
! 2y —rig?
1 b (20)
hi = c*—¢? ¢'(Cz—f2)
(I) C2_|;_2_r2¢2
¢'(c"=F) e~

Hereupon, the prime denotes the differentiation with
respect to 0. The determinant of the induced metric is

equal to h = —292(c? — i%). The functions ¢ (t, o) and
¢'(t, o) are smooth and Q-periodic in the variable o,
where Q = const isthe total charge of thering. Thelin-
ear density of charge is equal to A = 1/r¢'; here, we
matched the signs of A and ¢'. The fundamental har-
monic of ¢'(t, o) with respect to g isequal to 217/Q; in
particular, ¢' = 21/Q if the ring is uniformly charged.

The absolute elasticity of a string implies that the
free action §[x] of the string isidentically zero. In this
case, Egs. (13) are rewritten as

'JD,JXH/\/_

where the external field is redefined as F, — XF,,
Throughout this section, the expressionsfor the electro-
magnetic fields will contain x. We will also assume
that the external field is cylindrically symmetric and
that E,= H, = Hy =0, where, as usual, the subscripts
indicate the projections of avector onto an appropriate
unit vector. Then, Egs. (9) and (21) are equivalent to the
following two equations:

—YiF,e0,X, (21)

r—rd)

¢<I> e
2
¢ -2 -0 e

. 2 .2 ..
ML i
rc—r

(=2 +r%(P =* =rP)

.2,3/2
r2¢.(c2_r2)

= $(c -1 (cE, ~H.1),
(22)

_I'_Cl_) ; __E_r 2_-2
= C(E<,,r cH,) C(c o).

In particular, the first equation implies the equation that
defines the variation law for the effective angular
momentum of an absolutely elastic charged ring:

Q
d ro } :
—| [do = 1 (CEy — H,r). (23)
dt{{ JcE—¢?
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2 y=-— _2yl2

_

Fig. 1. The region where stationary states of a positively
(¢' > 0) charged ring may exist is crosshatched. y = r’¢'H,,
x=1+r%'E;, and ¢ = 0. The region a, which is bounded
from below by the straight line y = —x — 1, corresponds to

the situation when Eq. (26) is taken with sign “+,” and the
region b, which is bounded by the axis y and the curvey =

—2x2 corresponds to the branch with sign “—" In the over-
lap of regions a and b, there may exist stationary states of
the ring that have different angular velocities for the same
values of the externa field, charge, and ring radius.

Let us consider the stationary states of a charged
ring in the external field; i.e., let us set r(t) = const in
Egs. (22). Then, we obtain

<|><|> o r¢ _
¢ 2= ¢ ¢ - TEq),
(24)
c_:r o —r¢H,—cE
recd’

where the external fields are, generally speaking, cer-
tain functions of t. Formula (23) can be rewritten as

Q
d _ 2
d—Jdo(l) = TICE,. (25)
0
The second equation in (24) implies that
2 4,,2,,2
re _ re’H, Jrnb' H, 2.,
C = > * 7 (1+r°¢'E,). (26)

The requirements that the radicand be nonnegative
and that the velacity of the string be less than the veloc-
ity of light impose constraints on the fields H, and E,
under which stable states of the ring may exist. These
requirements are illustrated graphically in Fig. 1.
For example, if there is no electric field and a ring of
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radius r is uniformly charged, then the magnetic field
can hold thisring only if

H|2 2, @7
where Q isthetotal charge of thering.

Equations (24) are rather complicated in the general
case; therefore, we restrict the analysis to a uniformly
charged ring (¢" = 0) for E, = 0. Then, we have

2.,

rg _ T0°H, [IOr'H? L
c Q Q*

where we used the fact that the equality ¢" = 0 implies
the equality ¢' = 0. The substitution of the expression
for ¢ into the equation for ¢ in (28) yields equations
for the fields that admit such stationary configurations.

(28)

For example, in the nonrelativistic limit r2¢* < c?,
we obtain the following solution to (28):
ro) _ Q oo _ 2T
= , 0'(0) = =,
c 21r°H (1) Q

i) )
21Pr3PE, (1) = @22l
0=
whereas, in the ultrardlativistic limit r2¢° = c
Egs. (28) lead to the equalities

rot) _ Q ‘(o) = 21
c Tr2H,(t)’ ¥(e) Q’

. o Ee(t) r2
Ho(t) = —c%%H%HZ(t)E.

Thus, a uniformly charged ring does not change its
radius only if the external fields satisfy Egs. (28) (or
Egs. (29) and (30) in the nonrelativistic and ultrarel ativ-
istic cases, respectively), provided, of course, that
E =0.

Now, we proceed to solving the dynamical equa-
tions (22). Consider the case when there are no external
fields. The solution of the second equation in (22)

yields
r(t) = Jp’+c(t+1)%

(30)

.2
p =r(0) 1-F (20), (31)
_ r(0)(0)
¢
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Then, thefirst equation takes the form

5220 "%’

o' ¢.2D 4 ¢E+2% =0,

(32)

whence

Q

(% [dor’s = o (33)
0

If, in addition, werequirethat ¢' = 0, which physically
means that al points of the ring rotate with the same
velacity, then we obtain the solution

(19t = r’(06(0), ¢'(0) = %‘ (34)
As expected, the equation for ¢ represents the conser-
vation law of angular momentum.

Solution (31) shows that, after a certain period of
time, the ring will expand with a velocity close to the
velocity of light; therefore, it is worthwhile to consider
the ultrarelativistic limit of Eq. (32); i.e., it is worth-

whileto requirethat ¢ — i* —r2¢° = 0. In this case, we
have the following conservation law:

(0t 0) _ r*(0)9(0, o)
¢°(t, 0) $*(0,0)
This equation can be solved by the method of charac-

teristics (see, for example, [16]). In the particular case
when

(35)

$(0.9). - x*(0, 6)r*(0)$(0,0) = b = const
¢(0.0)

i.e., when the linear density of the effective angular
momentum is the same at all points of the string, we
obtain

b(t.0) = 20420, 041, ),
re(t)
o = oyt, 0)_%1(0) (36)

%rctanc(tgr) arctanCTch (0, ay(t, 0)).

The last equation should be considered an equation for
0y(t, 0) for a certain prescribed Q-periodic function
¢'(0, 0,) whose fundamental harmonicisequal to 217Q.

To conclude this section, consider the effective
dynamics of a charged ring all of whose points move
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with the same angular velocity (¢' = 0) in a uniform
magnetic field H, = const. In this case, from (22) and
(23) we obtain the system of equations

(C2 _i24 r2<|)2)(c2 2

—ri) _

—roH
, 22312 z
r2¢ (C2_r2) (37)
L +ZHZr2 = M,
22 Q

where M isacertain constant defined by theinitial data.
Thefirst equation implies, in particular, that ¢' = 21/Q.
Substituting the expression for r¢ from the second
equation into the first, we obtain an equation for the
function r(t) alone, which has the form

T[HZ ﬂ
20" } (39)

where v(r(t)) = r (t) and kisan integration constant. L et
us express the equations of motion in dimensionless
coordinates. Introduce r, = |[TH,/2Q[ Y2 and redefine r
andtasr — ror and t — try/c. For example, the
velocity in these coordinates is measured in units of the
velocity of light. Then, the equations of motion of a
charged ring are expressed as

2 2,2
v @) ]
2+2{k = 1}_0,

L(1+ L%
2

(39)
b=k

where L = M —sgn(H,/Q)r2.

The first equation in (39) resembles the equation of
motion of aparticle of unit mass with zero total energy
in the potential field,

u(r) = [Kr3L+L3)°-1]/2,

the only difference between these equations being that
the form of U(r) depends on the initial data r(0), v(0),
and ¢ (0) (see Fig. 2). The potential has a single extre-
mum at the point

o S%Qngg%wl +Jam’+ 3

(40)

and indefinitely increasesasr — Oandr —» oo; there-
fore, for any initial data, the system will oscillate about
the equilibrium point r,. Note that the minimal value of

¢ iS€qual to /2 /2, which agreeswith the results of the
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0.4
0.2 /
\ 1 1 1
N 1.8 19 r

-0.2+

—04F

Fig. 2. The functions of the potential U(r) (heavy line) and
the angular velocity r ¢ (r) (thin ling). The diagrams corre-
spond to theinitial datar(0) = 1.844, v(0) =0.1, M = 3, and
sgn(H,/Q) = 1. The potentia attains its minimum at the
point rg = 1.755.

previous analysis of the dtationary states (27) of a
charged ring.

We can evaluate the ratio of the oscillation fre-
guency w of the charged ring in the neighborhood of the
equilibrium point r ., to the mean angular frequency wy
of its rotation. In the harmonic approximation, the first
frequency is defined by U"(r.,), and the second, by

|b (re)]; hence, we have

1.

w _1(4r*=Jart-1) ?
~ = -,
2 Jart — 1)

wherer =rg,;. Thisratio uniformly increases from 2 to
infinity as re, increases, for large values of rg, it

increaszesass«/irﬁxt . For example, athreefold increase

in the linear dimensions of a synchrotron leads to a
ninefold increase in the oscillation frequency for the
same mean angular velocities of the high-current beam
of particles, other characteristics, such asH,, Q, and X,
remaining constant.

Thus, an absolutely elastic uniformly charged ring
inauniform magnetic field oscillates about the equilib-
rium point re, doq, according to Egs. (39), with fre-
guency w; the ratio of this frequency to the angular fre-
quency of thering isdefined by (41). Therefore, we can
expect that, when the energy inflow compensates the
energy losses, ahigh-current beam of charged particles
in asynchrotron will aso produce radiation at this fre-
guency, in addition to the well-known synchrotron radi-
ation. For example, if one could separate these two
types of radiation by certain characteristics and mea-
sure the ratio w/wy,, then one would determine the equi-
librium position r, in the units of ry by formula (41).

(41)
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Among the disadvantages of the model of an abso-
lutely elastic charged string as applied to the descrip-
tion of a high-current beam of charged particlesis the
fact that this model does not take into account the radi-
ation reaction due to the synchrotron radiation, which
becomes significant at large angular velocities.

4. AN ABSOLUTELY NONSTRETCHABLE
STRING

In this section, we consider the dynamws of athin,
absolutely nonstretchable charged string Swith acurrent
with regard to the first-order correction due to the self-
action. We derive equations of motion for such astring,
investigate its stationary states in the absence of an
external electromagnetic field, and find a class of solu-
tions to the equations of motion for a uncharged string
with a current and for auniformly charged string.

Suppose given a closed string N with coordinates
{1, 0},00][0, L), that isembedded into the Minkowski
space R*1 by a smooth mapping x(1). In relativistic
mechanics, the concept of nonstretchability makes
sense only in acertain distinguished frame of reference.
Let usintroduce a4-vector n*, n? = 1, that characterizes
such a frame of reference; then, the action that
describes the free dynamics of an absolutely non-
stretchable string is given by

S, %, K%, k']

(42)

= Idrdo(x(hoo +h) + K (n*x,—c) + k'n"x),
N

wherex, k%, and k* are Lagrange multipliers of the con-
straints that guarantee the nonstretchability of the
string. It is obvious that action (42) is not invariant
under the change of coordinates {1, a}; hence, thereis
no constraint (9) on the form of the linear density of
charge and current in this case.

The effective equations of motion (7) for a thin
absolutely nonstretchable charged string with a current
in the distinguished frame of referencent = (1, 0, 0, 0)
are expressed as

—0,(L"0,x, +K'3)) = F ,€0,x",

K pii oA . o
L Exhk'eeh—zee+2%(6'oéé+hh”), (43)
¢ Jh

3 Possi bly, a more customary term for the model of an absolutely
nonstretchable string is a perfect weightless thread, which comes
from mechanics. A detailed description of the theory of an abso-
lutely flexible thread can be found, for example, in [17].
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The last three equations in (43) represent the condition
of “relativistic nonstretchability.” Indeed, the equation
hy = —h has the form

(x Ix)*

x?=1- 5
¢’ —X

(44)

which immediately implies that the coordinate o is a
natural parameter on the string with acorrection for rel-
ativistic contraction. Since o rangesfromOtoL, theful-
fillment of equality (44) at any point of the string auto-
matically implies that the string of length L is non-
stretchable.

Since we consider a closed string, al functions
entering Eq. (43) must be periodic in a. For an open
string with free ends, the periodicity condition is
replaced by the equality

1i 150 _
L79x,+k9, =0
at the ends of the string.

We will consider the effective dynamics of a closed
string in the absence of external electromagnetic fields.
The unknown fields k' can be obtained from the first
two equations in (43) by setting u = 0. As aresult, we

areleft with four equations for four unknown functions
x(t, 0) and x(t, 0):

Llgx+o,L"9;x = 0, x*=1. (46)

The consistency condition for this system yields an
equation for x(t, o). The physical meaning of the field
%(t, 0) isthat it compensates for the forces that stretch
(contract) the string.

Let usfind the stationary configurations of the string
that are consistent with Egs. (46); i.e., set x =0inthe
equations of motion. We can easily show that, in this
case, the equations of motion are reduced to the system4

(45)

.
20+ Q) A g
C
o (47)
m+ il 0 x?2=o,
c ¢

Taking into account the charge conservation law, A+
I'=0, we have

NP

v A+A =0, x%=1.
c

(48)

Thus, if the product of the charge density multiplied by
the current is independent of time and all points of the
string are at rest at the initial moment, then there exists

4 Henceforth, we redefine the Lagrangian multiplier % as follows:
n — —xxl/c.

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

277

%(t, 0) such that the string retains its initial configura-
tion. The question concerning the stability of such solu-
tions remains open.

Next, consider the nonrelativistic dynamics of a
string described by Eqgs. (46) in the absence of the cur-
rent, | = 0 (charged dielectric), as well as for A = 0
(uncharged conductor). The nonrelativistic limit is
understood in the following sense. Let | be a character-
istic scale of variation of the field x(t, o), for example,
the length of the string; then, we formally define the
order of smallness as follows:

HEER A e ['Clg} =1 (49)

c

In this case, the order of smallness of « is determined
from Egs. (46).

For a charged dielectric, when | = 0 and A =0, we
obtain the following system of equations from (46) in
the nonrelativistic limit:

Mo
X+ AX" +
(%

[ % [X (50)

/\'+—2/\}x' =0, x?=1,
Cc

where A = 2cx + A2 Note that these equations are
invariant under the Galilean transformations. Equa-
tions (50) can be resolved for the higher derivative only
if A #-\2 Inthiscase, we have

2 2 a0
N e+ 21

> x?% =1,
C A+A

X' =0, (51)

The consistency condition for system (51) leads to the
following equation for A(t, o):

12

g N D,_/\X"Z_X_
D2eAld 22 &2

Thus, fixing A(t, 0) and A'(t, 0), as well as x(0, ) and
X (0, 0) subject to the conditions

= 0. (52)

x'(0,0) X'(0,0) = 1,
X'(0, o) xX'(0,0) = 0,

we can construct a unique solution x(t, o) that satisfies
Egs. (51). Recall that all the functions must be L-peri-
odic in the variable . This condition imposes con-
straints on the boundary conditions for the function
A(t, 0).

One can draw an instantaneous phase portrait for
Eq. (52) (see Fig. 3). This portrait shows that, if
A(t, 0) 2 -\?, then A(t, 0) # -A?forall c O [0, L); i.e,
the quantity 1 + A/A? does not change its sign.
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Fig. 3. Theinstantaneous phase portrait for Eq. (52); here, p= A'/(\2 + A). Thecirclesindicate the singular points of the vector field.

(@ %7 Ic? > x"2 (this case can be referred to as the case of small curvature of the string), (b) X /c? = X"

For auniformly charged string, A = const, Egs. (51)
and (52) arerewritten as

%l Sgn%HAD e+ @x =

’ An e e X2 _
C] +%L—sgn%L+)\—ﬂe X ——C—2 =0,

0,
(53)

where © = In|1 + A/A?.

Using similar arguments for an uncharged conduc-
tor with current, A =0 and I' = 0, we obtain the follow-
ing equations for » # 0 (this condition is an anal ogue of
the inequality A # —A\?, which arises in the case of a
charged dielectric):

-é +(1+ sgn(»)e)x" + O'x' =
c
(54)

.|2
ll2

(1+sgn(x)e )X =0,
¢

where © = In|2c®x/12|. The instantaneous phase portrait
for the second equation in (54) aways has the same
form (with obvious redefinitions) as the instantaneous
phase portrait in the case of a weakly curved charged
dielectric (Fig. 3a). Therefore, periodic (in o) solutions
to the second equation in (54) may only exist when
%(t, 0) <O0.

Let usfind certain particular solutions to the equa-
tionsobtained. Setting ©'(t, 0) =0in Egs. (53) and (54),
we obtain the system

I2 ||2

X—Uu()x" = 0, x? = u(t)x"% x?=1. (55
In this case, the dynamics of a uniformly charged
dielectric and an uncharged conductor are described by
the same system of equations. Let us simplify the situ-
ation by assuming that u(t) = const. Then, there exists a
class of solutions of the form

X(t,0) = Vt+xy(0o + ut), (56)
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2 and (c) X% /c? < x"2.

whereV isa certain constant vector and xy(0), x},z =1

definesthe initial configuration of the string. Substitut-
ing the general solution of the wave equation into the
remaining two equations, one can show that (56) pro-
vides the only possible solutions to Egs. (55) for u =
const. Solutions (56) describe a string that “flows’
along itself with velocity u.

5. CONCLUSIONS

We have investigated the effective dynamics of a
thin electrically charged string with a current with
regard to the leading contribution of the self-action.
This approximation has allowed us to describe the
effective dynamics of a string in an external electro-
magnetic field in the form of second-order partial dif-
ferential equations and obtain their exact solutions for
certain simple models of a string in an electromagnetic
field of a specia form.

We have not analyzed the question concerning the
stability of the solutions obtained. This problem may
become one of possible directions of further research.
Another direction of research may be the study of radi-
ation characteristics of an absolutely elastic charged
ring (a high-current beam of charged particles) in an
external uniform magnetic field; the existence of such a
radiation was discussed at the end of Section 3. More-
over, it would be interesting to find other solutions to
the effective equations of motion of a string or to carry
out anumerical analysis of these equations.
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Abstract—The two-loop self-energy correction to the ground-state energy levels of hydrogen-like ions with
nuclear charges Z = 10 is calculated without the Za expansion, where a is the fine-structure constant. The data
obtained are compared with the results of analytical calculations within the Za expansion; significant disagree-

ment with the analytical results of order a?(Za)® has been found. Extrapolation is used to obtain the most accu-
rate value for the two-loop self-energy correction for the 1s statein hydrogen. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

As the ssimplest atomic system, a hydrogen-like ion
traditionally attracts the rapt attention of both theoreti-
cians and experimenters. In contrast to the hydrogen
atom, whose experimental investigation began in the
19th century, heavy hydrogen-like ions have become
accessible to experimental study relatively recently. At
present, high-accuracy spectroscopic measurements
are being made for the heaviest ions up to hydrogen-
like uranium. A vivid example is the measurement of
the ground-state Lamb shift in the hydrogen-like ura-
nium ion, whose accuracy has increased by a factor of
10 in the past decade. The error of the most accurate
experimental result [1] is 13 eV (about 5% of the com-
plete QED contribution); in the immediate future, the
accuracy of an experiment is expected to increase to
1 eV. Thisplanned experiment isastimulus for theoret-
ical studies of QED effects to the second order in fine-
structure constant o without the Za expansion (Z isthe
nuclear charge). A consistent allowance for these
effects is required to theoretically describe heavy
hydrogen-like ions with an adequate accuracy.

It can be inferred from the available Za-expansion
terms that the two-loop self-energy (SE) correction
shown in Fig. 1 makes the largest contribution among
the second-order one-electron QED effects. Because of
slow convergence of the Za expansion, the value of this
correction based on the avail able expansion terms and,
hence, the complete second-order QED correction are
uncertain even for moderately heavy ions. Thisjustifies
the necessity of calculating the two-loop SE correction
without the Za expansion.

Calculating this correctionto al ordersin Za isaso
topical for light ions, including hydrogen. Despite con-

siderable efforts directed at cal culating the terms of the
Za expansion, the numerically large values of the coef-
ficients found suggest that its convergence is very slow
even for Z = 1. At present, the theoretical error of the
ground-state energy in the hydrogen atom originates
mainly from the highest Za-expansion terms for the
two-loop SE correction [2]. It should be borne in mind
that the difficulty of calculating the expansion coeffi-
cients increases rapidly with their order. The recently
published results for all contributions of order a?(Za)®
[2-4] were a breakthrough in this field. Performing
such calculations in the next order will probably be
unfeasible in the foreseeable future. Calculating the
two-loop SE correction without the Za expansion is a
more realistic alternative to such calculations.

Let us briefly consider the results obtained to date
for the Za-expansion coefficients of the two-loop SE
correction. The correction to the energy is traditionally
expressed in terms of the dimensionless function F
defined as follows (inunits# = c = 1):

AE = mPL @A) e, , 1
miig Lo za) @

where n denotes the principal quantum number of the
state under consideration. The function F can be repre-

(a) (b) ()

Fig. 1. The two-loop self-energy correction.
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sented as a seriesin Za and L = In(Za):

F(Za) = Byy+ (Za)Beg + (Za)? o
x [L*Bgg + L?Bgy + LBgy + G"*(Z0)],

where G"° denotes the contribution from all of the
highest termsin Za,

G"(Za) = By + Za(...).

The Za-expansion terms known to date are given below
(see[5] for areview):

By(ns) = 1.409244..., 3
Bso(NS) = —24.2668(31), 4)
Bgs(ns) = -8/27, 5)
Beo(1s) = 16/27 —(16/9)In2, (6)
B (1s) = 49.838317, )
Bg(1S) = —61.6(9.2). (8)

Let us now discuss the calculation of the two-loop
SE correction represented by the diagrams in Fig. 1
without using the Za expansion. It is convenient to
divide the contribution of diagram (@) into two parts:
reducible and irreducible. The reducible part means the
contribution in which the intermediate-state energy in
the spectral decomposition of the mean electron propa-
gator is equal to the initial-state energy, while the irre-
ducible part meanstheresidual. It can be shown that the
irreducible part remains invariant under covariant
gauge transformations. It is commonly analyzed sepa-
rately and is called the loop-after-loop correction. The
main reason for a separate analysis of this contribution
is that the calculations for it are much simpler than
those for the residual part of the two-loop SE correc-
tion, which below we call compact. The loop-after-loop
correction was first calculated to all orders in Za by
Mitrushenkov et al. [6] for a number of heavy hydro-
gen-like ions. Subsequently, this correction was also
calculated by other teams|[7, 8].

The compact part of the two-loop SE correction is
represented by the reducible part of the diagram in
Fig. laaswell as by the diagramsin Figs. 1b (overlap-
ping diagram) and 1c (nested diagram). The first
attempts to calculate them to all orders in Za were
made relatively recently by Mallampalli and Sapirstein
[9] and Goidenko et al. [10]. Since the authors of [10]
used a noncovariant renormalization procedure in their
caculations, the results obtained cannot be considered
reliable enough. Mallampalli and Sapirstein used a
completely covariant approach, but the actual calcula-
tion was performed only for a certain part of the com-
plete contribution. These authors divided the compact
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part of the two-loop SE correction into three contribu-
tionsreferred to asan M term, a P term, and an F term.
(For a detailed discussion of each of these terms, see
below.) Practical calculations were performed only for
the M and F terms; the M term was cal culated only for
two ionswith Z = 92 and 83 (due to the very long com-
putational time). The P term was not considered in that
paper, since its calculation required developing new
computational methods.

The study by Mallampalli and Sapirstein was con-
tinued in our paper [11], in which we calculated the P
term and obtained the compl ete two-loop SE correction
for Z=92 and 83. In our subsequent papers[12, 13], we
performed the first full calculation of the two-loop SE
correction for the ground states of hydrogen-like ions
with Z = 40. Since the calculation was performed only
for relatively high Z and since the calculations in these
papers were not accurate enough, we did not made a
detailed comparison with the analytical calculations
within the Za expansion, and whether the results
obtained by different methods agree remained an open
guestion.

The calculations of the two-loop SE correction in
the range of low Z are complicated greatly by the
numerical cancellations, which increase rapidly with
decreasing Z. Inthis paper, we present aschemefor cal-
culating this correction that is suitable for calculations
in the range of low Z and perform an actual calculation
for Z = 10. The data obtained are compared with the
results of analytical calculations within the Za expan-
sion. We conclude that our results agree well with the
Za-expansion terms in the orders a?(Za)* and a?(Za)5,
but disagree with the existing results of order a?(Za)®.
By extrapolating our data, we obtain the most accurate
result for the two-loop SE correction to the ground-
state Lamb shift in the hydrogen atom.

2. FORMALISM

Let us now consider in detail the two-loop SE cor-
rection. General formulas for the various contributions
to this correction can be easily obtained using the
method of two-time Green functions [14]. These for-
mulas were first derived in [15].

The expression for the loop-after-loop correction
(the irreducible part of the diagram in Fig. 1a) can be
written as

y°Z(£,) Inhly°S (£,) [a0]
€a—E€n ’

en¢£a®|
AE 5 = z 9
n

where i(e) = 3(g) — dm®, (&) denotes the one-loop
SE operator, and dm® is the one-loop mass renormal-
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ization counterterm. The one-loop SE operator is
defined as

2(& X, Xp) = 2i0(yO

” . (10
x IdooD‘l (0, X32) 0, G(€ = W, X3, X5) 0y,

where G is the Green function of the Dirac equation
with the Coulomb potential G(g) = [e — H(1 —i0)] 7,
H denotes the Dirac Hamiltonian, D" is the photon
propagator, o, = (1, a) is the vector composed of the
Dirac matrices, and X;, = X; — X,. As follows from
Eqg. (9), theloop-after-loop correction can be cal cul ated
by generalizing the numerical scheme developed to cal-
culate the first-order SE correction.

Note that we renormalize the mass by introducing
the mass counterterm in the system’s Lagrangian (see,
e.g., [16]). Inthis case, each (sub)graph that contributes
to the self energy is accompanied by the corresponding
contribution from the mass renormalization counter-
term.

The contribution from the overlapping (O) diagram
(Fig. 1b) is given by the following expression (below,
for smplicity, weimply the Feynman gauge of the pho-
ton propagator):

AEg = 2ich'd(01J'dx1...dx4D(wl, X13)
- (1)
X Pa(X1) 0, G, — )Y A" (8, — Wy, €5)
x P,(x,) —ct.,

where c.t. denotes the corresponding contribution from
the mass renormalization counterterm. The quantity D
denotes the scalar part of the photon propagator in the
Feynman gauge,

exp (i /0 +i0X,,)

411X

D(w, X3p) = (12)

where the choice of the phase of the square root isfixed

by the condition Im+/w”+i0 > 0 and Xy, = [X5,]. The
vertex operator AH is defined as

00

A(e,—wy, €,) = 2iay°Idw2D((o2, X5,) 0,
(13)

x G(g,— w; —w,)0"G(g,—w,)a".

Below, for simplicity, we omit the radial argumentsin
thefunctions G, Z, and A\ in the cases where they can be
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restored unequivocally. The contribution from the
nested (N) diagram (Fig. 1c) can be written as

AEy = 2iaIdw1Idx1...dx4D(col, X14)

t O< (14)
X l-IJa(Xl)auG(Sa - wl)y Z(Ea - wl)

x G(g,—w;)a"(x,) —Cit.

Finally, the reducible (red) contribution from the dia-
gramin Fig. laisgiven by the formula

a ~
AE = AEEY 52 (¢) __ |0

a

(15)

where AEg denotes the first-order SE correction,
AEg = [By"Z(e,)lal]

The compact part of the two-loop SE correction can
be renormalized using the standard technique of free
QED by expanding the bound electron propagatorsin a
power series of the interaction with the nucleus. Anal-
ysis of the above expressions (see, e.g., [17]) indicates
that each of the contributions (11), (14), and (15) con-
tains ultraviolet (UV) divergencesthat cancel out inthe
complete sum. Thus, the sum of all three contributions
to the energy shift,

AE oy = AEN+AEq + AE, (16)

is free from the UV divergences. The expressions for
the reducible and nested contributions also contain
infrared (IR) divergences. These IR divergences (also
caled reference-state singularities) can emerge in
bound-state QED when theintermediate-state energy in
the spectral decomposition of the electron propagators
isequal to theinitial-state energy. A detailed analysis of
the emerging IR divergences and a proof of their can-
cellation can be found in [13].

Let us now consider a general scheme for practical
calculations of the corresponding contributions. The
main problem is that the expressions containing the
bound electron propagators are much more convenient
to calculate in coordinate space, while the covariant
separation of the UV divergencesisusually madeinthe
momentum representation for the free propagators. For
the first-order SE correction, it proves to be possible to
single out al UV divergencesin the form of terms con-
taining no bound electron propagators (the so-called O
and 1 potential terms; see[18, 19]). These contributions
are calculated in the momentum representation, while
the finite residual (the many-potential term) is consid-
ered in coordinate space. No such separation can be
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made in the two-loop case, because there are overlap-
ping UV-diverging blocksin the overlapping and nested
diagrams. Nevertheless, the general strategy inthiscase
is still based on the expansion of the bound electron
operators in a power series of the interaction with the
Coulomb nuclear potential.

At the first step, we choose the subtractions com-
posed of the diagrams that contain the free rather than
bound electron propagators in such a way that the
point-to-point difference between the corresponding
contributions contains no UV divergences. (The point-
to-point difference means that these subtractions must
be performed at each point, i.e., for the integrand.) Fol-
lowing Mallampalli and Sapirstein [9], we call the
derived contribution an M term. It is schematically
shownin Fig. 2. The M term consists of three parts that
originate from the nested and overlapping diagrams and
the reducible part of the diagram in Fig. 1a. The sub-
tractions were chosen in such away that each of these
three parts contained no UV divergences.

We must now take into account the subtracted dia-
grams. These diagrams naturally break up into two
parts. Some of them contain only the free electron prop-
agatorsand, hence, can be cal culated using the standard
technique of free QED. The others contain the bound
electron propagators and constitute a bigger problem
for calculations. For these diagrams, we introduce addi-
tional subtractions that reduce the degree of their diver-
gence. The derived point-to-point differenceiscalled a
P term [9]; the corresponding UV subtractions are
schematically shown in Fig. 3. The P term consists of
three parts, the first two of which arise from the nested
diagram, while the third arises from the overlapping
diagram. The latter part must be taken into account
twice, which corresponds to two equivalent subtrac-
tionsinthe M term. Let usillustrate the achieved reduc-
tion in the degree of divergence using the first differ-
encein Fig. 3 as an example. It can be shown that this
(point-to-point) UV difference diverges only through
the inner SE loop, while the divergence originating
from the outer SE loop cancels out.

Finaly, let us collect all of the remaining subtrac-
tions and call the derived contribution an F term
(Fig. 4). It consists of the diagramsthat contain only the
free propagators.

Thus, we divided the compact part of the two-loop
SE correction into three contributions. The meaning of
this division is that each of these terms is calculated
using itsown method. The M termis cal culated in coor-
dinate space using an analytical representation for the
bound electron propagators. The F term iscalculated in
momentum space using dimensional regul arization and
Feynman parametrization. The P term is calculated in
the mixed coordinate-momentum representation, with
the bound electron propagators being calculated using
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Fig. 2. Schematic view of the UV subtractions for the M
term. The identity (8/0€)(e — H)™ = (e — H) 2 is used for
the reducible part.

:@4‘?&;
mmm

Fig. 3. Schematic view of the UV subtractions for the P
term.

e

LI LI I

Fig. 4. Graphical representation of the F term. The extreme
right diagrams in the first two rows must be taken into
account twice.

afinite basis set for the Dirac equation and the subse-
guent numerical Fourier transform.

2.1. TheM Term: Formulation and Analysis

Asfollowsfrom Fig. 2, the M term consists of three
parts that we will call the nested, overlapping, and
reducible M contributions, respectively:

AEy = AEy y +AEq y+ AE.q . (17)
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We derive an expression for the nested M contribu-
tion from Eq. (14) using additional subtractions,

AEy w = 2i0(IdoolIdxl...dx4
C

(18)
x D(Wy, X1a) [Wa(X1) 0, G (€ — W)Y Z (€, — wy)

x G(g, —w,)o"P,(x,) — subtractions].
The subtractions are defined by the substitution

G, — ) Y°Z (€, — ;) G(E, — )
= G(g,— )y = (.~ ;) G(ea— ;) (19)

—G (e, — )Y = () GP (e, — wy).

Here,

Wa (X)) Wh(X,)

GIE X x,) = § T2l
a

Ha

(20)

M, denotes the projection of the total moment of the
states |, in Eq. (20), and =?¥ isthe part of the one-loop
SE operator (10) that contains two or more interactions
with the Coulomb nuclear potential:

s = 55050, (21)
where the superscript denotes the order of the term
of the potential expansion. The first part of subtrac-
tions (19) cancelsthe UV divergences, while their sec-
ond part cancelsthe IR divergences present in the com-
plete nested contribution (14). A direct analysis indi-
cates that the nested M contribution defined in thisway
isfinite.

Let us now discuss the choice of a contour of inte-
gration over w, in Eq. (18) (for simplicity, we assume
that a isthe ground state). In theinitial expression (14),
the integration over w, was along the real axis. How-
ever, for practical calculations, it is convenient to rotate
the contour of integration until itisparallel totheimag-
inary axis. In our calculations, we used a contour C,
[19, 20] that consists of two parts, low-energy (C,) and
high-energy (C). The low-energy part extends from
€, —i0to—i0 over thelower edge of the cut of the proton
propagator and fromi0to €, + i0 over the upper edge of

its cut (for details, see [19]). The high-energy part is
defined as follows:

Cy = [ ti0,g5+i) +(g5—i00, g5—i0].

The parameter €,, which divides the contour into two
parts, can be chosen arbitrarily within the range g, O
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(0, m+&,). In this paper, we chose this parameter to be
€9 =€&,/2.

To prove the possibility of deforming the contour of
integration in Eq. (18), we must show that the SE oper-
ator 2(g, — w,) can be analytically continued into the
required region of the complex w; plane. Such a proof
is presented in [13]. It is also shown in the latter paper
that an explicit expression for the SE operator that real-
izes this analytic continuation can be derived from
Eqg. (10) by substituting C,  for the contour of integra-
tionin w over (—, o). Thus, we conclude that Eq. (18)
remains valid if we substitute C,, for the contour of
integration over w, and take the analytic continuation of
the SE operator given above.

We derive an expression for the overlapping M con-
tribution from Eq. (11) using additional subtractions,

AEg v = 2i0(J’d(olIdx1...dx4
C

(22)
x D0y, X33) [Wh(X1) 0, G (£, — 1) YA (£, — wy, €5)

x P,(x,) —subtractions],

where the vertex operator isdefined by Eq. (13) and the
subtractions are defined by the substitution (see Fig. 2)

G,G,G; —> G,G,G; -GGGy -G GY G, s
+GY6Y Gy -GGGy, )

Here, GO denotes the free Green function of the Dirac
equation, and GO is the first-order term in the expan-
sion of the Coulomb Green function in a power series
of the Coulomb potential V:

GM(E, x4, X,)

2
= J’de(O)(E, X;, Z)Ve(2)GO(E, z, x,). @9

It can be shown that expression (22) isfinite.

Just asfor the nested M contribution, it isconvenient
to numerically calculate expression (22) using contour
C.y for integration over w,. The fact that the vertex
operator AM(g, — wy, €,) admits of the required analytic
continuation into the complex w,; planeis proven in the
same way asfor the SE operator. An explicit expression
for the analytic continuation of the vertex operator can
be conveniently chosen by substituting C, , for the con-
tour of integration in Eq. (13).

Finally, an expression for the reducible M contribu-
tion can be derived from Eq. (15) with the correspond-
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ing subtractions. Using the explicit expression for the
SE operator, we obtain

AEred, M = _2| GA ESEIdeXmdXZdXBD(w1 X13)

(25)
—w)G(g, —w) — subtractions]

xa : LIJ a(X3) ’
where the subtractions are defined by the substitution

x Wi(x,)a,[G(e,

GG, — G,G,-GGY —-GPGY. (26)
Here, the first and second parts of the subtractions can-
cel theUV and IR divergences, respectively. The choice
of a contour of integration in Eq. (25), along with the
numerical calculation of this contribution, is made in
the same way as for the first-order SE correction [19].

2.2. The P Term: Formulation and Analysis

A general scheme of the UV subtractions in the P
termis presented in Fig. 3. The P term consists of three
parts,

AEp = AEy p+AEy, p + 2AEq b, (27)

which correspond to the three rows in Fig. 3. We will
refer to the individual contributions asthefirst nested P
term, the second nested P term, and the overlapping P
term, respectively. Thelatter contribution must be taken
into account twice, which corresponds to two equiva-
lent subtractionsin the M term.

The main problem in calculating the P term is that
the subtractions shown in Fig. 3 do not cancel all UV
divergences. For this reason, we will write the general
expressionsfor the P contributionsin the mixed coordi-
nate—-momentum representation. In this case, we will
calculate the UV-diverging part in the momentum rep-
resentation (which facilitates the covariant separation
of the UV divergences) and the remaining part of the
expression in the coordinate representation. Using the
coordinate representation significantly facilitates the
analytical calculation of the integrals over angular vari-
ables and the subsequent numerical calculation of the
derived expressions.

The genera expression for the first nested P termis

AEy; p = 2|0(J’du)J’ 10X,

x D(w, xlz)w;(xl)autem, X1, P) (28)

x v°Z V(E, p)G(E, p, x,) — subtractions]a * w,(x,),
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where E = g, — w, 2@ is the free SE operator, 5@ =

3O — dmD, the subtractions are defined by the substi-
tution

c:%E)G — 62(E)6 -6z E)G©

cP5%E)c? -cO5E)c™ (29)

_ G(a) i(o) (sa) G(a) ,

and the Green function in the mixed representation is
defined as

G(e, x1, p) = IdXzeXIO(ip [(X2)G(&, X1, X2),  (30)

G(e, p,xp) = J'dxlexp(—ip k1) G(&, x4, %2). (31)

Note that the last part of subtractions (29) cancels the
IR divergences.

The second nested P contribution is given by the
expression

P1 dpz
AEy, p = 2|0(J’ I(Zn) o’

x [, 0D (e X12)Ve(Q)Wi(x,)

oo (32
x 0, [G(E, X1, p1)Y T (E, p1; E p2)

x G(E, p,, X,) — subtractions]a "y, (x,),

where g = p; — p,, M* denotes the free vertex operator
(given by (13) in the case of zero external field), and the
subtractions are defined by the substitution

Gr°E, E)G — GI'’(E, E)G

(33)
~GTE E)G? -Gr'(e, £,)G?.

Again, the last part of subtractions (33) cancels the IR
divergences.

The expression for the overlapping P contribution is

. dp; dp,
AE = 2iafdw
I I(2n>3(2n>3

e LS

2 2

10 Wa(x1)a, G (E x1, 1) (34)

x YTH(E, P1; €4 P2)Wal(P2),

where G denotes the part of the Coulomb Green
function that contains two or more interactions with the
Coulomb field: G = G - GO — GO,
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Let us now discuss the divergences in the expres-
sions for the P contributions. Using dimensional regu-
larization, we first separate out the UV-diverging parts
of the free one-loop operators.

<(0)

=7(p) = BY(p-m)+ Y, (35)

M(py p2) = LYY+ Th(py, p2), (36)
where the subscript R denotes the UV-finite part of the
corresponding contribution. Using these formulas, the
Ward identity (L® = -BW), and the Dirac equation, we
obtain expressions for the UV-diverging parts of the P
contributions:

AEy; p+AEN, p (37)
= BYAE a0 + AR, p+ AER, p,

2AEq p = 2LYWAE, 4y o + 20EG . (38)
Here, AEqy, o = [B|YZ?)(g,)|alis the many-potential
part of thefirst-order SE correction, and the subscript D
indicates that this contribution must be calculated in
space of extended dimension D, sinceitismultiplied by
a diverging renormalization constant. (Fortunately,
there is no need for its practical calculation, because it
cancelsout inthe sum with the F term.) Expressionsfor

AER; p, AER, », and AES, can be derived from
Egs. (28), (32), and (34) using the subtitutions = —»
Spand Mt —= h.

It should be noted that our choice of renormalization
constants B and L™ differs from the standard choice
(see, eg., [16]). In Egs. (35) and (36), we single out
only the UV-diverging part of the one-loop operators.
In this case, the constants B® and L® (in space of
dimension D = 4 — 2¢) are given by the following
explicit expression:

C
BD = @ (:1(_11;’ (39)

where the constant C. is

2 €
C. = M(1+e)(4mEH

O

and 1 is a unit parameter that has the dimensions of
mass and that was introduced so that the term with the
interaction in the system’s Lagrangian has the correct
dimensions at D # 4. This choice of renormalization
constants allowsthe emergence of IR divergencesinthe

expressions for AEy, p, AER, », and AEG » to be
avoided.

(40)
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Taking into account the Ward identity, we find that
the P term can be represented by the sum

AEp = LWAE y, o + AEN p

. . (41)
+AEN, p+ 2AEq p,

where only thefirst term diverges.

It can be shown that the IR part of subtractions (29)
and (33) in the P term cancels out completely with the
corresponding part of subtractions (19) and (26) in the
M term. Therefore, no need arises to consider the sub-
tracted |R-diverging terms separately.

For the convenience of numerically calculating the
renormalized expressions (28), (32), and (34), the con-
tour of integration over w should be rotated until it is
paralel to the imaginary axis. In contrast to contour
C_u, Which was used to calculate the M term, we used
the standard Wick rotation of the contour «w» —» iw to
calculate the P contributions. This deformation of the
contour gives rise to the so-called pole contributions
that originate from the intermediate states in the elec-
tron propagators with the energy €, = €,. A detail dis-
cussion of this method of contour rotation and the
expressions emerging in this case can be found in [11].

2.3. The F Term: Formulation and Analysis

The set of diagrams that contribute to the F term is
shown in Fig. 4. Recall that each (sub)graph contribut-
ing to the self-energy is accompanied by the corre-
sponding mass renormalization counterterm. The F
termispeculiar inthat the corresponding diagrams con-
tain only the free electron propagators. Therefore, it
was calculated in momentum space using the standard
technique of free QED. The UV divergences were reg-
ularized by passing to space of extended dimension
D=4-"2e.

The diagrams presented in Fig. 4 can be divided into
three parts. The first part consists of the nested and
overlapping diagrams containing no interaction with
the Coulomb field in the electron propagators. We will
call it the O-potential F term; the corresponding contri-
butions will be marked by the subscript zero. The sec-
ond part consists of the diagrams containing one Cou-
lomb interaction; it is called the 1-potential F term
(one). Finally, theremaining part is called the reducible
F contribution (red). Thus,

AE; = AED + AE® + AEZP. (42)

The expression for the O-potential F contribution
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can be written as

AEQ, = j( PGP Wa(p), (43

where p = (g, p) is the 4-dimensional momentum,
=(2)

S0 = Zoa —dm3, 2 denotes the free two-loop SE
operator, and dm@ is the two-loop mass renormaliza-
tion counterterm. The free two-loop SE operator con-
sists of two parts that arise from the nested (N) and

overlapping (O) diagrams. The corresponding contribu-
tions are given by the expressions

Soe(p) = —4miap J’d K 1
(2m°k (44)

1 (0) 1 c

ko me® PR Ty

d°k 1

sZ9(p) = —-4miap’ j 53Vo

(45)
F‘S(p—k, p),

X—
p—k-m

where p =p ¥, s = 5O _sm®, 59 and 19 (p,, po)
denote the free one-loop SE and vertex operators, and
the subscript D emphasizesthat they must be cal culated
in space of extended dimension. The genera structure
of the UV divergencesin the free two-loop SE operator
is given by the expression

Zeo(P) = (p—m)B?

O(C

(46)
+ 720 a(P) * X r(P),

where 3, denotes the renormalized free one-loop SE

operator calculated in space of physical dimension, and
the two-loop renormalization constant is

+30

5@ = a’Cly 1
4eD

(47)
1610 2¢?
The one-potential F term can be expressed in terms

of the corresponding contribution in the two-loop SE
operator as follows:

dp,d pz

AEY) = j Ua(p1)Ve(q)

(48)
one( P pz) Wa(p2),
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where p; = (€5, P1), P2 = (Ea P2), @nd g = p; — p,. The

one-potential two-loop SE operator Zone is represented

by four nonequivaent diagramsin Fig. 4, which can be
derived from two free diagrams by adding the interac-
tion with the Coulomb field at all the possible positions.
When the interaction is added to the central propagator,
we will call this contribution aladder one; otherwise, it
will be called aside one. The side contributions must be
taken into account twiceto allow for the equivalent dia-
grams. Let us now give the general expressions for the
one-potential contributions:

d°k 1
Sz (Py, p2) = —4miap’ j 5Vo
(49)
1 o
x———T —k, —k— ,
pi—k-m o(Ps P2 )pz—k—my
d°k 1
S (Pu P) = —8Tiap _[(2 e
1 (0) 1
- —k 50
Voot (Ko (0
XyO 1 yo
po—K—-m" "’
(20) d k dl 11
, = (4mia
1 1
X 51
Yo, —k—m""p, —k—F—m &0
xyO 1 yo 1 o
po—Kk=¥—-m' p,—f—m" "’
=0 ) = —mio® [ LKLy,
(52)
1 0 1 o
r -k, p,).
Xpl_k_my Po—Kk—m o(P2 P2)

We aso give the general structure of the UV diver-
gences in the one-potential term:

aC’
Zoe(Py P2) = VLD 4 M Rapy b))

Zgi?a r(P1 P2),

where 'k , (P, p.) isthefree vertex operator calculated
in space of dimension 4, and the renormalization con-
stant L@ isrelated to the constant B by the Ward iden-
tity L@ = -B@,
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Finaly, let us consider the last part of the F term.
The reducible F contribution can be written as

Zero a
AER = AESE,DWV"a—pozg”(p) D (59

P =€

where AEg | isthefirst-order SE correction calcul ated
in space of extended dimension. By separating out
explicitly the contributions in the limit e — 0, we
obtain

2

aC;
4T[€ (A Ezero + A Eone)

AEzero - _
red (55)

+ BYAE 1y o + AEjarw,

where
AE,, = By’ZYla0
and

AEge = BVc(Q)YTR4lal]
are the 0- and 1-potential parts of the one-loop SE cor-
rection.

Finally, let us gather together the O-potential,
1-potential, and reducible F contributions and write the
final result as

AE; = BYAE, 4y o+ AED, &

(2) zero (56)
+AEge r t AE e k-
We used the Ward identity and the Dirac equation to
derive this expression. The diverging part of Eq. (56)
cancels out in the sum with the P term (see (41)).

3. THE SCHEME OF CALCULATIONS

The general scheme for calculating the individual
contributionsto the two-loop SE correction isdescribed
in[13]. Thegoa of this paper isto calculate this correc-
tion in the range of low nuclear charges Z, where the
calculations are complicated significantly by the
emerging numerical cancellations. In this section, we
describe the main points that allowed us to achieve a
relatively high accuracy of calculations in the range of
low Z.

The calculation of the M term is most exacting from
the standpoint of computational resources. This is
because after the integrations over angular variablesin
Egs. (18) and (22) and allowancefor the selection rules,
the corresponding expressions are represented as a dou-
ble infinite sum over partial waves. To achieve the
required accuracy of theresult and to keep thetotal time
of the calculation within reasonable limits, we must
separate the parts that contain the dominant contribu-
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tion in the limit of low Z and that can be calculated
more easily than the complete expressions for AEy
and AEq -

For the nested M contribution, this part can be
derived from Eq. (18) by the substitution

G(Ea— 1)y Z(g,— 00)G(E, — wy) — G¥(g,— wy)
N N a 57
XY LE P e — 00r) ~ 22 (£GP (ea—y). 1)

After this substitution, the double summation over par-
tial waves is reduced to a single summation, and the
general structure of the expression is simplified; as a
result, the corresponding numerical calculation can be
performed very efficiently. For the overlapping M term,
we chose the dominant contribution as follows. Denot-
ing the relativistic angular parameters of the first, sec-
ond, and third electron propagators in Eq. (22) by k;,
K,, and K3, respectively, and the angular momenta of
the first and second virtual photonsby I, and |, we sep-
arated out the contribution with k; = K,, K, = K3, and
[, =0 and the (identical) contribution with K3 = K,,
K, = K,, and |, = 0. Clearly, these contributions contain
only the single summation over partial waves and,
hence, can be calculated with abetter accuracy than the
compl ete expression.

L et usnow consider the general schemefor calculat-
ing the P term. To reduce the expression for the first
nested P contribution to aform convenient for anumer-
ical calculation, we rewriteit as

R A dp
AEN; p = 2|0({d(»f(2n 3

y z [Anja,o"D(w)|n;all
o (ea_w_enl)(sa_w_snz)

pi(p)  (58)

x V'R (€.~ 00, P) Wy, (P) - subtractions}.

Here, we use the spectral representation for the electron
propagators, and the subtractions are defined by
Eq. (29). Let us now introduce the matrix S

[anja,o"D(w)|n;all

S0, X1, X2) = r;nz(sa—oo—z»:nl)(sa—w—snz) (59)
X Wy, (X1) W, (%)
Its Fourier transform is defined as
S(w, p1, P,) = Idxldxzexp(ip2 [k, —ipy [Xq) (60)
x (W, Xq, X5).
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We can how write Eg. (58) as

. d
AER, p = 2|0(J’dooJ’ P Tr[S(w, p, p)
C

(2m)°® (61)

x v’ (e, —w, p)] — subtractions} .

After the analytical integrations over angular variables,
we used this expression for our numerical calculation.
The matrix Swas constructed initially in the coordinate
representation and subsequently in the momentum rep-
resentation using afinite basis set for the Dirac equation
constructed from B-splines [21]. The use of a basis set
satisfying the dual kinetic balancerelations[22] wasan
important point for achieving the required accuracy of
our calculationsin the range of low Z.

To facilitate the numerical calculation, the expres-
sion for the second nested P contribution should be
written in aform similar to (61):

dp, dp,
(2m)®(2m)®

X { Tr[S((.O, p21 pl)

x VT (€2 — W, P1; €a— W, P,)] — subtractions}

AER, » = 2ia Idwf V()
C

(62)

wherethe subtractions are defined by Eq. (33). After the
analytical integrations over angular variables, we used
this expression for our numerical calculation. In con-

trast to the calculations for AEELP, this calculation
contains two additional numerical integrations (atriple
integral over p;, p,, and & = p, - p, instead of asingle
integral over p). The range of large momenta p, and p,
presents a considerable difficulty in performing the
numerical integrations. The reason is that the Green
function constructed using afinite basis set in the coor-
dinate representation is not smooth enough (compared
to the exact Green function). After applying the numer-
ica Fourier transform, this nonsmoothness manifests
itself in the form of oscillations at large momenta,
which, in turn, leads to an insufficient stability of the
numerical integrations in this range. This problem was
solved by choosing the subtractions whose behavior at
large momenta approached the behavior of the inte-
grand in Eqg. (62), but whose structure was simpler and
admitted of a more accurate numerical calculation. Our
chosen set of subtractionsisgiven by thefollowing sub-
stitution in Eq. (62):

Mo(Ea— W, Py; €a— W, Po)

— T o(Ea— 0, P1; €a— @, P2) — T R(Ew P1; €ar P2)
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1, -0 ce
_é[rR(sa_wl P1; €a— W, Pg) (63)

— T R(Ea P1; €4, P1)]
1, -0 .
_i[rR(sa_wi P2 €= W, Py)

~T R(Ea P2; €0 P2)]-

Clearly, this difference (as a function of p; and p,)
decreaseswell at p; = p, and p; , > w. Atthe sametime,
each of the subtracted terms is easier to calculate
numerically than the initial expression (62).

We numerically calculated the overlapping P term
using Eq. (34) after the analytical integrations over
angular variables. To improve the stability of the
numerical integrations in the range of large momenta p
and g, we used the subtraction

o(Ea— 0, P1; €4 P2) —= M R(Ea— 0, P1; €4 P2)

o (64)
_rR(sal P1; Ea pz)

The numerical calculation of the subtracted contribu-
tion isfacilitated greatly by the fact that the integration
for it over win Eq. (34) is performed analytically.

4. RESULTS AND DISCUSSION

Table 1 presents our numerical results for the indi-
vidual contributions to the two-loop SE correction to
the ground-state energy of hydrogen-like ions with
nuclear charges Z = 10. The calculations were per-
formed in the Feynman gauge for the point nuclear
charge model. In this paper, we calculated the correc-
tion for Z = 10-30 and significantly increased the accu-
racy for Z = 40, 50, and 60 compared to our previous
calculations of this correction [12, 13]. The numerical
data for Z = 70 in Table 1 were taken from [13]. The
results of our calculationsto all ordersin parameter Za
can be compared with the data obtained within the Za
expansion. This comparison is shown in Fig. 5, where
the dashed line indicates the contribution from all of the
known expansion terms (Egs. (3)—<8)), while the solid
line and circles represent the results of our calculations
(in units of the dimensionless function F(Za) defined
by Eqg. (1)). We see that the numerical data show a
smooth Z dependence and visually tend to the well-
known result as Z — 0. Note that the physica
(~(Za)* dependence of the complete correction arises
inour calculationsfrom adelicate cancel lation between
theindividual contributions (see Table 1). The observed
agreement between the numerical values for the com-
plete correction with the first Za-expansion termsis an
argument for the reliability of our results.

To make amore detailed comparison of the numeri-
cal data with the first Za-expansion terms, let us sepa-
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Fig. 5. The two-loop SE correction in al ordersin Za (cir-
cles and solid line) and the results obtained within the Za
expansion (dashed line).

rate the contribution of all orders starting from (Za)®
from our results:

F(Za) — By,

|~:(Za) = >a

= Bgy+ Za(...).  (65)

Our numerical results for the function IE(ZG) are pre-
sented in Fig. 6. The overlapping on the vertical axis

denotes the analytical value of F(0). A quantitative
comparison with the analytical results was made by
extrapolating the data to the point with Z = 0. For the
extrapolation, we chose a procedure that was first used
by Mohr [23] and has recently been described in detail

(F(Za) — Byo)/Za

T T T T
5L _
—10F /M_
15k }i i
20k _
—25 C 1 1 1 1 1 ]
0 20 40 60 80 100

Z

Fig. 6. Numerical resultsfor the function F (Za) defined by
Eq. (65). The overlapping on the vertical axis denotes the
analytical value of thisfunctionat Z=0.

in [24]. This extrapolation applied to our data (the
pointswith Z = 10 and Z = 15 were not used because of
the large numerical error) reproduces the analytical
value for the coefficient Bg, with an accuracy of 15%.
Thisrelatively large extrapolation error resultsfrom the
presence of powers of In(Za) in the order (Za)® and the
absence of numerical results in the range of low Z.
Based on the above analysis, we may conclude that our
data confirm the analytical results for the expansion
coefficients of order (Za)* and (Za)®.

To make a comparison with the analytical calcula-
tionsin the next order in Za, let us separate the residual
G"o(Za) defined by Eq. (2) from our results. The

Table 1. Theindividual contributions to the two-loop SE correction

z = AER AER AEy, Sum
10 -0.3577 822.14(2) —721.34(12) —100.19(10) 0.25(16)
15 —0.4951 292.902(13) —235.205(70) —57.366(48) —0.164(85)
20 -0.6015 136.911(7) -102.026(55) —34.764(16) —0.481(58)
30 —-0.7565 44.729(3) —29.410(25) —15.465(5) —0.903(26)
40 -0.8711 19.505(3) —11.575(30) —8.253(5) —1.194(31)
-11.41(15)2 -8.27(18)2 —-1.05(23)2
50 -0.9734 10.025(2) —5.488(26) —-5.001(3) -1.437(26)
-5.41(8)2 —4.99(6)2 -1.34(10)2
60 -1.082 5.723(1) —2.970(18) -3.341(2) -1.670(18)
—2.93(4)2 -3.342(21)2 -1.63(4)2
70 -1.216 3.497(1) -1.757(25) —2.412(11) -1.888(27)
83 —1.466 1.938 —-1.057(13) —1.764(4) —2.349(14)
92 -1.734 1.276 —0.812(10) —-1.513(3) —2.783(10)
100 —2.099 0.825 -0.723(7) -1.384(3) -3.381(8)
Note: All of the data are given in units of F(Za). 2 The data from [13].
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numerical datafor thisfunction are showninFig. 7. We
seethat the visual limit of GM°(Za) at low Z is approx-
imately twice that obtained by Pachucki and Jents-
chura[2] for the coefficient By, = —62(9). Thus, we may
conclude that our data disagree with the available ana-
lytical results in the order (Za)®. At present, we cannot
unambiguously determine which of the coefficients
(Beo, Bei, Bgz, Or Bgg) is responsible for the disagree-
ment. Already after the preliminary results of our calcu-
lations had been obtained, the result from [3] (Eqg. (7))
for the coefficient B, was found by Pachucki [25] to be
incomplete. The missing contribution to B, iscurrently
being calculated. It may well bethat this extraterm will
restore the agreement between the results of different
methods for calculating the two-loop SE correction.

Our results for the higher order contribution
G"°(Za) can be used to improve the existing results for
the two-loop SE correction in ions with Z<10. The
hydrogen atom is particularly important from a practi-
cal point of view. Applying the extrapolation procedure
described above to the datawith Z = 20 in Fig. 7 yields
the following result for Z = 1:

G"(1a) = —127 + 30%. (66)

This error was obtained by assuming that the possible
additional contribution to the coefficient Bg; does not
exceed 10. Result (66) differs significantly from the

Gh.o.
0 T T T T T

-20+ 4
—40 - 4
—60 - 4
-80
-100

-120 | ! | I 1
0 20 40 60 80 100
4

T
e

Fig. 7. Numerical results for the function Gh'o'(Za) defined
by Eq. (2).

previous estimate of the higher order contribution
obtained in [2] within the Za expansion:

G"(1a; old) = —61.6 + 15%. (67)

This difference changes the theoretical ground-state
Lamb shift in the hydrogen atom by 7 kHz.

The contributions from the various corrections to
the ground-state Lamb shift in several hydrogen-like
ions are given in Table 2. By tradition, the term “Lamb
shift” is defined somewhat differently for light and
heavy ions. Thisis because for light ionsit is natural to
consider the shift relative to the Dirac energy level with
the correct dependence on the reduced mass (thereby

Table 2. Theindividual contributions to the ground-state Lamb shift in hydrogen-like ions

z=1 Z=54 Z=T79 Z=92

QED effects, ~a 8168514 43.841 156.48 266.42

Two-loop SE correction, ~o? 2327(4) —0.097(7) -0.67(1) -1.56(1)

Other QED effects, ~a? -1603 —0.005(9) 0.08(11) 0.30(33)

QED effects, ~a® 2

Finite nuclear size 1163(32)2 3.181(7) 49.11(11) 198.33(52)

1253(50)°

Recoil 2389 0.187 0.33 0.46

Nuclear polarization 5 -0.19(9)

Complete theoretical value 8172797(32)(4)2 47.107(13) 205.33(16) 463.76(62)

8172888(50)(4)°

Experimental value 8172837(22)° 54(10)¢ 202(8)° 468(13)f

460.2(4.6)9

Note: The data are given in kHz in the second column and in eV in the third, fourth, and fifth columns. 2 rp = 0.862(12) Fm [26]; b o=
0.895(18) Fm [27]; ¢ a combination of results from [28, 29]; ¢ data from [31]; € data from [32]; | data from [1]; 9 data from [33].
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taking into account much of the recoil effect). For
heavy ions, it makes no sense to separate out the non-
relativistic part of the recoil effect. Thus, to obtain the
ground-state energy of the hydrogen atom, we must add
the following to the Lamb shiftslisted in Table 2:

2

Ey = M+[f(n ))-1m~[f(n,}) -1’5, (68)

where M = m+ my isthe atomic mass, my isthe nuclear
mass, and m. = mmy/(m+ m,) isthe reduced mass. The
function f(n, j) is given by the expression

) Za)z -1/2
f(nj) = [1+ (—} , (69)
(n-3)*
where nisthe principal quantum number,
5 = |- [K"—(za)7", (70)

and K is the relativistic angular parameter of the Dirac
equation. To obtain the value for the ground-state
energy level of the éectron in heavy hydrogen-like
ions, the following must be added to the Lamb shifts
listed in Table 2:
Ep = mf(n, j). (71)
An overview of the current status of the theory for
energy levels of the hydrogen atom can be foundin [5].
The two-loop SE correction for Z = 1 given in Table 2
was calculated by taking into account the result
obtained for G"°(1a) in this paper. The error of the cor-
rection correspondsto that in Eq. (66). The nuclear size
effect is given for two proton charge radii: r, =
0.862(12) Fm, which was obtained in the original paper
[26], and rj, = 0.895(18) Fm, which was obtained from
arecent analysis of the available experimental data on
electron—proton collisions[27]. Note that we do not use
the more accurate value for the proton radius recom-
mended in [5], sinceit is based largely on the compari-
son of the theoretical and experimental Lamb shiftsin
hydrogen. Note also that the QED corrections given in
Table 2 for hydrogen include a part of the recoil effect
that is taken into account by introducing the reduced
mass in the corresponding formulas (for details,
see[5]). The complete theoretica Lamb shifts for
hydrogen contain two errors: the first corresponds to
the uncertainty in the experimental proton charge
radius, whilethe second isapurely theoretical error and
originates from the two-loop SE correction. Since the
first error is much larger than the second error, we can
extract the proton charge radius from the comparison of
the theoretical and experimental Lamb shifts. This
method of determination yields

r, = 0.877(8) Fm, (72)
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which is very close to the value of r, = 0.875(7) rec-
ommended in [5]. The proton radius can be deter-
mined more accurately from a muonic hydrogen
experiment [30].

Table 2 aso gives the contributions from the indi-
vidual corrections to the ground-state Lamb shift for
several heavy hydrogen-likeions. A detailed analysis of
each of these contributions can befound in our previous
paper [13]. In this paper, we present updated results for
the nuclear size effect obtained from the most recent
data for the charge radii of nuclei and their errors [34].
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Abstract—Phase transitions in the three-dimensional diluted Ising antiferromagnet in an applied magnetic
field are analyzed numerically. It isfound that random magnetic field in a system with spin concentration bel ow
a certain threshold induces a crossover from second-order phase transition to first-order transition to a new
phase characterized by a spin-glass ground state and metastable energy states at finite temperatures. © 2005

Pleiades Publishing, Inc.

1. INTRODUCTION

Critical behavior of disordered systems with
guenched disorder has been the subject of much theo-
retical and experimental interest, because the presence
of quenched defects in most real solids modifies their
thermodynamic characteristics, including critical
behavior. It iswell known that quenched disorder man-
ifests itself by temperature fluctuations in ferro- and
antiferromagnetic systems in the absence of externa
magnetic field or by magnetic field fluctuations in anti-
ferromagnets in uniform magnetic field.

In the former case, quenched disorder affects the
properties of only those homogeneous magnetic
materials whose specific heat is divergent at the critical
point [1]. Otherwise, the presence of defects does not
change the critical behavior of magnets. This criterion
applies only when the effective Hamiltonian near the
critical point isisomorphic to the Ising model Hamilto-
nian. Disorder-induced critical behavior of the Ising
model was analyzed in numerous recent studies|[2]. For
dilute Ising-like systems, it was found that theoretical
calculations are in good agreement with experimental
results and Monte Carlo simulations.

Despite extensive theoretical and experimental stud-
ies of random-field magnets conducted over the past
twenty years|3], very few facts concerning their behav-
ior have been established. In particular, the nature of
phase transition in the random-field Ising model
remains unclear, and the currently available theoretical
results in this area disagree with experiment. The only
theoretically proved fact is that the upper critical
dimension for this phase transition is six (i.e., critical
phenomena in systems of higher dimension are
described by mean field theory) [3], whereasthe critical
dimension is four for homogeneous systems. While it
had been argued that the lower critical dimension d, can

bebothd =2[4] andd, =3[5] (i.e, thereislong-range
order at finite temperaturesif the system’sdimensionis
higher), specialists came to the conclusion that d, = 2
after the publication of [6, 7]. However, the nature of
phase transition in the three-dimensional random-field
Ising model remains unclear. Accordingto[8, 9], itisa
first-order phase transition even at very low random-
field strengths; according to [10, 11], it is a second-
order transition.

The effect of random fields on the behavior of mag-
netic systems is described by using two qualitatively
equivalent models: the ferromagnetic random-field
Ising model (RFIM) [12, 13] and the Ising diluted anti-
ferromagnetsin afield (DAFF) [14]. Real random-field
magnets are antiferromagnets with quenched nonmag-
netic impurities. Their behavior includes manifesta-
tions of both antiferromagnetic interaction between
nearest neighbor atoms and ferromagnetic interaction
between next-nearest neighbor atoms. The structure of
an antiferromagnet can be represented as severa inter-
penetrating ferromagnetic sublatti ces such that the total
magnetization of the antiferromagnet is zero even
though each ferromagnetic sublattice is magnetically
ordered at a temperature below the Neél temperature.
Examples of two-sublattice antiferromagnets are the
following materials: NiO, MnO, Fe,0;, and MnF,.
Examples of random-field magnetsinclude the uniaxial
Ising-like antiferromagnets M nF, and FeF, diluted with
zinc atoms in an external magnetic field [15].

2. MODEL

In this study, a Monte Carlo method is used to sim-
ulate the thermodynamic behavior of a diluted antifer-
romagnetic Ising model in an applied magnetic field on
the simple cubic lattice by taking into account next-

1063-7761/05/10102-0294$26.00 © 2005 Pleiades Publishing, Inc.
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nearest-neighbor interaction. The Hamiltonian of the
model has the form

H = le pip;0;0; + Jzz Pi P00y + th pioi, (1)

ij ik i
where g; = 1 isthe spin located at sitei; 4 isthe Bohr
magneton; J; = 1 and J, = —1/2 characterize antiferro-
magnetic nearest-neighbor and ferromagnetic next-
nearest-neighbor exchange couplings, respectively; his
the strength of the uniform magnetic field; and p; and p;
are random variables characterized by the distribution
function

P(p) = pd(pi—1) +(1-p)d(p), (2

which are introduced to describe quenched nonmag-
netic impurity atoms vacancies distributed over the lat-
tice and characterized by the concentration ¢, = 1 —p,
where p is spin concentration. For p = 1.0, the model
with competing interactions has been studied by Monte
Carlo methods for over twenty years[16, 17]. Thefirst
study of effects of disorder on critical behavior based
on this model was presented in [18]. For the DAFF
mentioned above [13], competition between ferromag-
netic order parameters was not taken into account. This
model provides the most realistic physical representa-
tion. Since the strength of random-field effectsis deter-
mined by impurity concentration and external field
strength both in the model and in real magnets, the
parameters of the model can be compared to those of
real physica experiments on Ising diluted antiferro-
magnets. However, an analogous comparison of the
random field with the impurity concentration in a sam-
ple and the applied field strength is difficult to perform
for the ferromagnetic random-field Ising model
(RFIM), whichis most widely used in numerical simu-
lations. Therefore, random field variation in RFIM can-
not be quantitatively compared with structural disorder
inrea systems, which isshown hereto bethe key factor
that controls phase transitions.

An antiferromagnet is characterized by the stag-
gered magnetization My, defined as the difference of
the magnetizations of the two sublattices, which plays
therole of an order parameter. To determine the type of
phase transition, we cal cul ate the Binder cumulant [19]

_ 15 [Me 0

U= > 5 )
O [EMsth]

©)

where angle and square brackets denote statistical aver-
aging and averaging over disorder realizations. The cal-
culation of the cumulant is a good test for the order of
phase transition: the cumulants plotted versus tempera
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ture have a distinct point of intersection in the case of
second-order transition, whereas those corresponding
to first-order phase transition have a characteristic
shape and do not intersect.

We also examine spin-glass states. It iswell known
that spin glasses are characterized by transition to a
phase with an infinite number of metastable states
separated by potential barriers in the thermodynamic
limit [20]. The complex magnetic ordering in such sys-
tems can be described in terms of the spin-glass order
parameter

0 = ——[ BVl @)
pL

where a and 3 refer to the spin configurations corre-
sponding to replicas of the simulated disordered system
characterized by equal temperatures, but different ini-
tial disorder realizations.

To obtain correct values of thermodynamic charac-
teristics of critical behavior, both statistical averaging
and averaging over disorder realizations must be per-
formed only after the system has thermalized. Critical
behavior of disordered systems is characterized by
anomalously long relaxation times, which rapidly
increase with the size of the simulated system. To reach
equilibrium at near-critical temperatures and determine
the corresponding thermodynamic characteristics, the
system was quenched with a temperature step of AT =
0.1 starting from a temperature at which no metastable
states had been obtained in any sweep. At each temper-
ature step, a relaxation regime was computed in
5000 steps and averaging was performed in 10000 steps
by using the spin configuration obtained at the preced-
ing step asaninitial condition. This procedure was exe-
cuted to obtain a stable equilibrium at each temperature
and avoid metastable states [18].

For each lattice size L, thermodynamic characteris-
tics were computed for constant h and p by ensemble-
averaging the results of five sweeps executed for differ-
ent initial spin configurations corresponding to a partic-
ular disorder realization and then averaging over 10 to
20 different disorder realizations.

3. RESULTS

We examined the temperature dependence of sev-
eral thermodynamic characteristics of three-dimen-
sional Ising antiferromagnets in a wide range of impu-
rity concentrations for systems having a size varying
from L = 8 to L = 64 in applied magnetic fields of a
strength betweenh=1and h=4.

Our analysis revealed several intervals of p corre-
sponding to different behavior for each value of h.
Second-order transition between paramagnetic and
ferromagnetic phases is observed at T.(h, p) when
p.<p < 1[18], where p, is the vacancy percolation
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Fig. 1. Temperature dependence of the Binder cumulant on lattices with L = 8 (m), 16 (4), 24 (@), 32 (O), 48 (0), and 64 (»):
@p=05h=1;(b)p=0.725h=3;(c) p=0.8, h=4; (d) p=05h=3.

threshold (p, = 0.83 for the present model). When p. <
p < p,, Where p. is the magnetic percolation threshold
(p. = 0.17 for the present model), there exist such
p(L', h) that the computed quantities exhibit behavior
characteristic of second- and first-order phasetransition
if p>p(L', h) and p < p(L', h), respectively, on lattices
with L < L". The value of p(L', h) increases with h and
L', approaching the threshold p, = 0.83.

This size-dependent behavior is explained by the
existence of interpenetrating spin and vacancy clusters
whose fractal dimensions vary between 0 and 3,
depending on spin concentration. Therefore, the size-
dependent parameterization of transition from long-
range order to domain structure with characteristic size
L. by

hy h,

_ ~D£D2/(2—df)
J(L) g @2 Le ©)

~5F

proposed for Ising-like systemsin [21], where h, isthe
random-field amplitude, J is the exchange coupling,
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and d; isinterpreted asthe fractal dimension of the spin
cluster, can be used to predict that antiferromagnetic
long-range order breaks down at d; < 2.

Figures 1-4 illustrate the existence of boundaries
separating spin-concentration intervals characterized
by different strength of random-field effects for sys-
temswith L < 64 in applied magnetic fields of strength
betweenh=1and h=4.

Figure 1 shows the temperature-dependent Binder
cumulants cal culated for several latticeswithp =0.5for
h=1,withp=0.5and 0.725for h= 3, and withp=0.8
for h = 4. For spin concentrations closeto p,,, the Binder
cumulants do not intersect only if L = 64. When p=0.5
and h = 3, no intersection of Binder cumulants is
observed for lattices of all sizes used in the computa-
tions. Comparing Figs. la-1c, we see that the size-
dependent change in the behavior of Binder cumulants
duetotheincreasein field strengthfromh=1toh=4
(increasing random-field effects) corresponds to the
spin concentration increasing fromp =0.5to p=0.8.

For systemswith p<p(L', h), the behavior of My,(T)
(Fig. 2) strongly depends on the lattice size for all val-
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Fig. 2. Temperature dependence of staggered magnetization
onlatticeswithL =8 (m), 16 (4), 24 (®), 32 (), 48 (0), and
64 (2):(@p=05h=1;(b)p=0.725,h=3; (c) p= 0.5,
h=3.

ues of h used in the computations. The decreasein stag-
gered magnetization with increasing L points to the
absence of an antiferromagnetic ground state. Further-
more, the insignificant increase in total magnetization
M with increasing L (Fig. 3a) indicates that the system
breaks up into antiferromagnetic domains of sizeL < L'
with nearly compensated magnetizations. As the ran-
dom-field effects increase with impurity concentration
and applied magnetic field, both number and size of
antiferromagnetic domainsincreases (Fig. 2¢) and both
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number and size of ferromagnetic ones increases
(Fig. 3b), while it holds that Mg, + M < 1.

To further elucidate the properties of systems with
p. < p < py, We examined the temperature dependence
of the spin-glass order parameter. The results obtained
for severa disorder redlizations are shown in Fig. 4.
The graphs demonstrate that a spin-glass phase with
“frozen” configuration of magnetic moments is
obtained as temperature approaches zero. Thus, a ran-
dom magnetic field induces transition from antiferro-
magnetic to spin-glass ground state in the Ising model
with competing interactionswhen p < p,, . At finite tem-
peratures, the corresponding change in the state of a
disordered system isafirst-order transition from apara-
magnetic to a mixed phase. When the spin concentra-
tion is high, the latter consists of antiferromagnetic
domains separated by spin-glass regions. With decreas-
ing spin concentration, the number and size of antifer-
romagnetic domains decrease and the number and size
of ferromagnetic domains increases, while the volume
fraction occupied by the spin-glass phase decreases.

We used the temperature and field dependence of
magnetization, internal energy, and specific heat to cal-
culate the first-order phase transition lines. The T—p
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D+SG = domain structure and spin glass.

phase diagram shown in Fig. 5 summarizes the results
obtained for h= 3.

4. CONCLUSIONS

The Monte Carlo simulations of thermodynamics of
the three-dimensional random-field Ising model per-
formed in this study demonstrate second-order phase
transition from paramagnetic to antiferromagnetic state
when the spin concentration is higher than p, and first-
order phase transition from paramagnetic to mixed
phase consisting of antiferromagnetic and ferromag-
netic domains separated by spin-glass domains when
p. < p < py, Where p, and p, are vacancy and magnetic
percolation thresholds, respectively. When the spin
concentration is high, the system consists of antiferro-
magnetic domains separated by spin-glass regions.
With decreasing spin concentration or increasing
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applied magnetic field strength, both the number and
size of antiferromagnetic domains decrease, both the
number and size of ferromagnetic domains increase,
and the volume fraction of the spin-glass phase
decreases. It is shown that random magnetic field
induces a transition from antiferromagnetic to spin-
glass ground state when p, < p < p,, in the three-dimen-
sional random-field Ising model with competing inter-
actions analyzed in this study.
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Abstract—A numerical technique combining Monte Carlo and molecular dynamics simulationsis used for the
first time to examine the complex critical dynamics of models of ferromagnetic gadolinium in which both
strong exchange interactions and relativistic effects of several different types are taken into account. A finite-
size scaling technique is used to calculate the corresponding dynamic critical exponents. The role played by
isotropic dipole—dipoleinteraction in the critical behavior of gadolinium is evaluated. The results obtained pro-
vide an explanation for the anomalous dynamic critical behavior of gadolinium. © 2005 Pleiades Publishing,

Inc.

1. INTRODUCTION

Analysis of dynamic critical properties is a major
problem in statistical physics and theory of phase tran-
sitions [1-3]. The substantial progress achieved to date
in thisfield became possible mainly through theoretical
and experimental studies. Nevertheless, the develop-
ment of a rigorous and consistent theory of dynamic
critical phenomena based on microscopic Hamiltonians
remains a challenging problem in the modern theory of
phase transitions and critical phenomena([1, 4].

Current knowledge of critical dynamics has mostly
been gained in mode-coupling and dynamic scaling
theories[1-3], which were devel oped independently on
the basis of essentially different ideas. However, many
predictions of these theories are in good agreement.
In[3], universality classes of dynamic critical behavior
were proposed in the framework of the dynamic scaling
theory. It was shown that the dynamic universality
classes depend not only on the space dimension d, the
number n of order-parameter components, the interac-
tion range, and the symmetry of the Hamiltonian, but
also on the energy and order-parameter conservation
laws [3]. Classification has played an important rolein
understanding critical dynamics and is being used to
this day. The underlying dynamic scaling hypothesis
provides an adequate characterization of dynamic criti-
cal behavior. However, the classification is not flawless:
itsbasic ideas are not supported by solid evidence, even
though the ensuing predictions are consistent with
many, but not all, experimental findings. Moreover, the
classification is not compl ete.

The critical dynamics of magnetically ordered crys-
tals, especially ferromagnets, is characterized by a
great diversity and complexity due to the importance of
both exchange interaction and relatively weak relativis-

tic effects (such as anisotropy and dipole—dipole inter-
action). The most essentia factor of the latter kind is
dipole—dipole interaction, which plays an increasingly
important role as the critical point is approached. Note
that the aforementioned classification of universal
dynamic critical behavior does not allow for any effect
due to dipole-dipole interaction. Further analyses
(see[5-7]) have shown that theories taking into
account dipole—dipole interaction predict dynamics of
two types, normal and stiff, each characterized by a
specific set of critical exponents.

There is no conclusive experimental evidence,
because the avail able dataare mutually inconsistent [4].
Experimental validation is further complicated by the
fact that exchange, anisotropy, and dipole-dipole inter-
action can contribute to the behavior of areal material
simultaneousdly, in which case critical dynamics obvi-
ously depend on their relative strengths. Moreover,
since there exist crossover regions near the critical
point, the actual critical behavior may change as the
critical point is approached. The rea behavior due to
relativistic effects is even more diverse: in particular,
anisotropy can be uniaxial, cubic, etc., while dipole-
dipoleinteraction can be either isotropic or anisotropic.
Simultaneous influence of these factors may partialy
explain the inconsistency of experimental data on the
dynamic critical properties of magnetically ordered
materials.

Itisclear that experimental studies can hardly eluci-
date the current discrepancy between observations and
predictions, because high-precision measurement of
critical parameters is a very difficult task. Moreover,
since almost any experimental result is due to the com-
bined effects of all factors, their individual strengths
and contributions are practically impossible to single
out. The problem isalso unlikely to be amenableto rig-
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orous theoretical analysisin view of enormous mathe-
matical difficulties.

In recent studies, methods of computational physics
have played an increasingly important role in dealing
with complex issues of this kind. Highly accurate and
reliable calculations of critical parameters can be per-
formed by applying these methods, at least, in studies
of static critical behavior [8]. In particular, the advan-
tages of Monte Carlo and molecular dynamics simula-
tions include not only rigorous mathematical founda-
tions and error control within their respective frame-
works, but also the possibility of evaluating the relative
importance of individual parameters.

The key characteristics of critical dynamics are the
critical exponent w for the relaxation time 1t and the
dynamic critical exponent z

0™, t0&,

where

€= |T-TJ/T,, &= (T/T.—-1)".

In the mid-1990s, a new technique was proposed for
calculating the dynamic critical exponent z, based on
dynamic finite-size scaling theory [9] and a special pro-
cedure for determining the characteristic frequency .
[10-12].

In this paper, methods of computational physics are
used to analyze critical dynamics in models of ferro-
magnetic gadolinium. The key questions to be
answered here can be formulated as follows.

I. How does isotropic dipole—dipole interaction
affect dynamic critical behavior?

Il. Is there any difference in critical dynamics
between different directions in noncubic crystals?

[11. Can the computational technique employed in
this study be used to expose the dependence of critical
dynamics on weak factors, such as dipole-dipole inter-
action?

The present analysis of models of gadolinium is
motivated by the following observations.

1. The static critical behavior of gadolinium is
strongly affected by isotropic dipole—dipole interaction
[13, 14].

2. The controversial results obtained in extensive
experimental studies of the critical dynamics of ferro-
magnetic gadolinium [4, 15-18] do not provide suffi-
cient basis for any final conclusion.

3. The complex dynamic critical behavior of gado-
linium has been analyzed in a number of theoretical
studies[19, 20].

4. The dynamic critical behavior of gadolinium is of
interest per se, because it is determined by the com-
bined effects of three factors. exchange interaction,
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magnetocrystalline anisotropy, and isotropic dipole-
dipole interaction.

5. The datic critical behavior of gadolinium has
been thoroughly examined in both experimental [13]
and numerical [14] studies, and their results provide a
good basis for an analysis of critical dynamics.

Note that the technique employed in the present
analysisof critical dynamicswas previously usedinour
studies of the dynamic critical behavior of the classical
Heisenberg model [21] and models of the multisublat-
tice antiferromagnet Cr,0; [21, 22].

2. MODEL

Gadolinium is a rare-earth metal with a hexagonal
close-packed lattice. The Curie temperature of the
order—disorder second-order phase transition between
ferromagnetic and paramagnetic statesin gadoliniumis
T =293 K. Inaprevious study, we proposed model s of
ferromagnetic gadolinium that take into account all
basic properties of these materials [14] and examined
their static behavior. A model Hamiltonian for gadolin-
ium can be represented as follows [14]:

H =23 (S 5)-DY (S’
i ‘ (€
_Ddipz [MDEBM |Si| = 1.

Here, the first term represents exchange interaction
between a gadolinium ion and its 12 nearest neighbors,
with J > 0; the second term, easy-axis anisotropy along
the hexagonal axis, characterized by an anisotropy con-
stant D; the third one, isotropic dipole-dipole interac-
tion with coupling constant Dy, M is magnetization.
We considered two models: in model I, only exchange
interaction and anisotropy were taken into account; in
model 11, the dipole-dipole interaction was also
included.

According to laboratory experiments [13], D/J =
1.41x 10 and D;,/J = 1.35 x 102 The coordinate sys-
tem was defined so that the z axis was aligned with the
anisotropy axis, i.e., with the hexagona axis of the
crystal. The vaues of critica temperature were
obtained in Monte Carlo simulations of the static criti-
cal behavior of these models[14].

3. TECHNIQUE

Our approach relies on dynamic scaling theory [1]
and calculation of space- and time-displaced spin—spin
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correlation functions
Ci(rpt) = 0B,()S,(0)0- (B (VOB (0T (2)

wherer, ,=r;—r,, Sfl () (k=x,V, 2) isthe spin at the

siter, at aninstant t, Sl (0) isthe spin at the siter, at
the initial moment (t = 0), and angle brackets denote
ensemble averaging. At T = T and sufficiently long
times, the second term on the right-hand side of (2) can
be neglected [11].

The spacetime Fourier transform of (2) defines the
dynamic structure factor

S(q, w) = J’er‘Ck(r,t)exp[—i(q [ —ot)] dt, (3)

where q is the wavevector and w is frequency. In the
general case, the dynamic structure factor is propor-
tional to the directly measurable neutron scattering
function, being shifted by a constant frequency [1].

In accordance with the dynamic scaling hypothesis,
the characteristic frequency is the median frequency
defined by the relation

(9, ) o
S(q, w)dw = %J’Sk(q, w)dw. 4

—w,(01, €) o

In the general case, the characteristic frequency

depends on wavevector q and correlation length €. In
dynamic scaling theory [1], it is postul ated that

(9, &) = 9°Q(gf), (5)

where Q is an unknown homogeneous function of ¢g.

In the models considered here, expression (3) for a
system of size L simulated at the critical point over a
finite time interval t . iS represented as [10]

S(q.w) = —— 5 expliq [ry—r,)]
J2m

tcu!off (6)
x I exp(iwt)CH(ry—r,, t)dt,
_tcumff
and Eq. (5) becomes
w, 0L Q'(qL), (7

whereq=2mV/L (m=z1, 2, ..., £L). Thesumin (6)
corresponds to an integral over the space discretized
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into alattice. Relation (7) is used to evaluate z in prac-
tical calculations. The function Q' is not known, but it
is known to depend only on the product of g and L.
Therefore, the dynamic critical exponent can be evalu-
ated by keeping it constant while varying the lattice
size.

In each case considered in this study, the wavevector
was aligned with a certain crystallographic axis, aver-
aging over spins lying in aternating planes perpendic-
ular to this axis was performed, and the averaged spins
were used to calculate spin—spin correlation functions.
In the case of asimple cubic lattice, these are crystallo-
graphic planes. The geometry corresponding to the
hexagonal |attice of gadolinium is more complicated.

The correlation functions were computed by using
the system of differential equations of spin dynamics:

(E = Si X hloc1

- p9He
ot t=t5

50 1sl=1 ®
where g isthe Landé factor, yisthe gyromagnetic ratio,
and h,. isthelocal field defined by (1). Before solving
system (8), the standard Metropolis algorithm is exe-
cuted to thermalize the system at the critical tempera-
ture [23].

We simulated systemswith L and number N of mag-
netic sites varied from 4 to 18 and from 128 to 11664,
respectively, using periodic boundary conditions and
calculating the three spin components for g aligned
with three crystallographic axis. Note that the distances
between the atomic planes are not equal when the
wavevector isaligned with thea or b axis, whereas they
are equal to ¢/2 in the case of alignment with the c axis.
The longest simulation time was ty,.; = 130 (in arbi-
trary units), and the time step in computing the differ-
ential equations was At = 0.01. System (8) was solved
by the fourth-order accurate Runge-Kutta method.
Corrélation functions (2) were computed by perform-
ing up to n = 350 averaging operations. It was found
that the use of At = 0.005 and n = 700 did not lead to
any significant change in numerical results.

The spin dynamics equations were solved by using
severa (up toten) initial equilibrium configurationsfor
each lattice size L, and the resulting characteristic fre-
guencies w, were averaged.

Correlation functions (2) were computed without
using any normalization condition.

4. RESULTS

Figure 1 shows the dynamic structure factor S(g, w)
calculated as afunction of frequency in model | for sys-
tems with different N by using the x components of
spins in the case when the wavevector is aligned with
the a axis. The figure demonstrates that the maximum
of the dynamic structure factor shifts toward smaller
values of w with increasing number of magnetic sites,
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Fig. 1. Dynamic structure factor versus frequency in
model | with gL = 2rrand N = 432 (1), 1024 (2), 2000 (3),
and 3456 (4).

while the absolute value of the maximum increases.
The latter effect should be explained by the fact that
correlation functions (2) were not normalized. How-
ever, the characteristic frequency is determined by the
shape of the dynamic structure factor rather than its
absolute value.

Figure 2 shows the dynamic structure factors calcu-
lated for different wavevector directions in model | by
using the zcomponents of spins. Expectably, the shapes
of the structure factors calculated for wavevectors
aligned with the a and b axes are nearly identical and
different from those calculated in the case when the
wavevector g is aligned with the hexagonal ¢ axis.

Figure 3 illustrates the dependence of w. on L in
model | computed for different wavevector alignments
by using the x components of spins and averaging the
characteristic frequency over several initial configura-
tions. These results demonstrate similarity between the
structure factors corresponding to characteristic fre-
guencies w, for g aligned with thea and b axesand their
substantial difference from thosefor g aligned with the
c axis.

The results obtained for model 1l are qualitatively
similar to those presented in Figs. 1-3, but exhibit some
quantitative differences.

The table summarizes the dynamic critical expo-
nents z evaluated by using the three spin componentsin
both models and substituting the results illustrated by
Fig. 3into (7) for g aligned with three crystallographic
axes.

In model 1, the values of z calculated by using the x
and y spin components for g ||aand q || b arein good
agreement with theoretical predictions for anisotropic
magnetic systems (z= 2, model Ain [3]). However, the
values of the dynamic critical exponent determined by
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Fig. 2. Dynamic structure factor versus frequency in model
I with N =432 and gL = 2t for wavevector aligned with the
crystallographic axes a (short-dash curve), b (solid curve),
and c (long-dash curve).

using the z components for q || a and for q || b lie
between those predicted theoretically for anisotropic
magnetic systems (z = 2, model A) and isotropic ferro-
magnets (z = 2.5, model Jin [3]). Note that the values
of z calculated by using all three spin components lie
between z=2 (model A) and z= 2.5 (model J).

The values of z calculated by using the x and y spin
components in model |1 are higher by approximately
0.2, and those calculated by using the z spin compo-
nents are higher by amounts varying from 0.05 to 0.2.

It is obvious that the difference between the values
of zpredictedin models| and || isdue solely to the con-
tribution of dipole—dipole interaction in model II,
because al calculations were otherwise similar. Note

0.6 .

0.4

0.2r .

0
2

6

10

14

|
18 L

Fig. 3. Characteristic frequency versus lattice size in
model | with gL = 2rtfor wavevector aigned with the crys-
tallographic axes a (»), b (v), and ¢ (0).
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Dynamic critical exponent z for three different wavevector
directions and three spin projections in models of ferromag-
netic gadolinium

qlla qllb qllc
Mode! |
k=x 2.07+0.06 | 211+0.06 | 2.28+0.06
k=y 2.06+0.06 | 2.08+0.06 | 2.36+0.06
k=z 2.30+0.06 | 2.24+0.06 | 2.37+0.06
Model 11
k=x 229+0.06 | 2.25+0.06 | 2.47+0.06
k=y 226+0.06 | 2.27+0.06 | 249+ 0.06
= 2.35+0.06 | 2.35+0.06 | 2.54+0.06

also that all calculated critical exponents z have reason-
able values.

It is obvious that some of our results are impossible
to explain within the framework of the scheme pro-
posed in [3], and so are some results obtained in exper-
imental studies of critical dynamics of gadolinium [4,
15-20]. As noted in the Introduction, the classification
of universal critical behavior proposed in [3] ignores
certain additional factors, such as dipole—dipole inter-
action. Therefore, some new universality classes may
have to be introduced. Even more complex behavior
must be observed when several interactions of different
types contribute simultaneously to critical dynamics, in
addition to strong exchange interactions. This behavior
is actually observed both in real materials and in our
model I1.

Furthermore, the dynamic critical behavior of anon-
cubic crystal must depend on direction, as suggested by
the data listed in the table. This conjecture is corrobo-
rated by theresults presented in [20], whereit was dem-
onstrated that longitudinal and transverse scaling func-
tions analogous to Q in (5) exhibit totally different
behavior depending on temperature (or crossover)
region. Several crossover scenarios depending on tem-
perature regime, anisotropy, and dipole—dipole interac-
tion were described in [20] for Heisenberg models. In
that study, the effects due to anisotropy and dipole—
dipole interaction were treated separately because of
enormous theoretical difficulties. In our model 11, these
effects are taken into account simultaneously.

We beieve that many specia characteristics
exposed here, aswell asthe anomalous dynamic critical
behavior of real gadolinium, can be explained by the
combined effects of all factors. Note that a new
dynamic universality class, model J*, has been pro-
posed for gadoliniumin [19].
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5. CONCLUSIONS

A numerical approach combining Monte Carlo and
molecular dynamics simulationsis used to examine the
critical dynamics of real ferromagnetic gadolinium.

1. Dynamic critical behavior of noncubic crystals
depends on the direction of wavevector relative to crys-
tallographic axes.

2. Isotropic dipole—dipole interaction strongly con-
tributes to the critical dynamics of magnetic systems.

3. The critical behavior of gadolinium that is diffi-
cult to explain theoretically should be attributed to the
effects of anisotropy and dipole-dipole interaction
combined with strong exchange interaction.

4. It is obvious that the developing application of
methods of computational physics to dynamic critical
phenomena not only leads to valuable results, but also
reveals subtle effects, such as those due to dipole-
dipole interaction.
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Abstract—We present a theoretical description and electrical conductivity measurements for amorphous
(Gd, Y),Si; _y aloyswith 0.1 < x < 0.2. In our model, we take into account the strong topological disorder in
the system, causing the appearance of regionswith higher electron density (electron “drops’) around nanoscale
structural defects enriched with rare-earth ions (“ clusters’). We calculate the local density of electron statesin
the drops and in the matrix and establish the criterion for local instability to ferromagnetism. In the framework
of the“local phase transition” approach, we find that short-range ferromagnetic order is more favorable inside
the drops than in the matrix and exists in a wide temperature range. We analyze recent measurements of the
temperature and magnetic-field dependence of the electrical conductivity in these systems and show that the
spin polarization of the electron states in the drops enhances the tendency towards the metal—insulator transi-

tion. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

The anomal ous transport and magnetic properties of
amorphous (a-) RESi; _, alloys (with RE = Gd, Th, Y,
and 0.1 < x < 0.2) have been the object of controversial
debate in recent years. The standard approach to these
systems, described as disordered magnetic semicon-
ductors, is unable to account for various peculiaritiesin
awide range of temperatures and magnetic fields and,
in particular, for transformations in the electronic and
magnetic structure. Various experiments [1-5] revea
that the presence of doped magnetic moments in a
strongly disordered semiconductor can combine fea-
tures of the usual doping-driven metal—insulator transi-
tion in amorphous systems with the physics of the tem-
perature- and field-driven magnetic (spin glass) transi-
tion. The competition between structural and magnetic
disorder, which isresponsible for the features observed
at low temperaturesin the magnetic and transport prop-
ertiesof aRE,Si; _,, has been analyzed in [6, 7] within
the framework of the Andersor—Mott transition driven
by spin disorder. ESR and dc-magnetization results
show (see[8]) that RE isincorporated as atrivalent ion
(RE*) in the aSi matrix. Two (s-d) electrons of RE
form saturated bonds with (s—p) electrons of neigh-
bored Si, while the third (s-d) electron remains itiner-
ant and participates in the conductivity; below, we con-
sider RE as the one-electron donor in the amorphous
silicon host.

T The text was submitted by the authors in English.

So far, the aRE,Si; _, adloy was considered as a
completely disordered, heavily doped, magnetic semi-
conductor, and the role of the short-range structural and
magnetic order was not discussed. However, as arule,
different kinds of disorder exist in such amorphous
aloys [9]. The compositional disorder at the atomic
scal e distances, associated with dangling bonds, vacan-
cies, and substitutional and interstitial centers, can be
gualitatively described within a model of point defects
in aregular crystal lattice. The structural (topological)
disorder at nanoscale distances, which is originated by
dislocations or inclusions, has to be described in a dif-
ferent way, within amodel of continuous defectswith a
short-range order, embedded into a completely disor-
dered effective medium (matrix).

Aswe argue below, sharp spatial fluctuations of the
RE concentration play an important rolein aRE,Si; _,
in a wide temperature range, far above both the para-
magnet—spin glass and the metal—insulator phase tran-
sitions (see, e.g., [9] for adiscussion on the role of the
so-called compositional disorder in amorphous semi-
conducting alloys). Experiments [1-5] revealed five
distinct temperature regimes, characterized by different
magnetic and transport properties. For instance, at T >
70 K, the temperature dependence of the electrical con-
ductivity o in aGd,Si; _, is similar to that of its non-
magnetic structural analog a-Y,Si; _,. At T<50-70 K,
a significant difference in their behavior has been
observed instead, and the conductivity diminishes with
decreasing temperature more rapidly in aGd,Si; _,
than in aY,Si;_,. This fact points to the magnetic

1063-7761/05/10102-0305$26.00 © 2005 Pleiades Publishing, Inc.
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nature of the phenomenon. In the temperature range
5< T < 50-70 K, the low-field magnetization qualita-
tively obeysthe Curie-Weisslaw, although with asmall
Curie constant and the effective temperature ©; large
negative magnetoresistance is found at T < 50 K. At
T < 5K, the material shows a spin glass freezing. Sam-
ples that are metallic at high temperature show a ten-
dency towards the metal—insulator transition at low
temperature.

To explain these properties, the authors of [10] pro-
posed that the strong structural disorder of the system
favors the formation of clusters, i.e., nanoscale struc-
tural defects with an enhanced concentration of RE
ions, leading to a redistribution of the electron density,
such that regionswith the higher electron density (elec-
tron “drops’) appear within the aRE,Si;_, matrix.
Magnetic ordering inside the drops, more favorable
than in the matrix, was predicted. To verify the mag-
netic state of the drops, a“local” experimental method,
electron spin resonance (ESR), was proposed, together
with conductivity and Hall-effect measurements. Pre-
liminary ESR resultswere reported in [10] and allowed
arough estimate of some parameters of the drops. Asis
shown below, the typical radius of a drop for
aGdSi;_,isrp=4.5-6 A, corresponding to avolume

of v = 4pr? /3 = 400-800 A3; the number of RE ions

inside a cluster is kp = 10-13; the volume fraction
occupied by the dropsis f = 0.05-0.1. The short-range
ferromagnetic order inside the drops devel ops at atem-
perature T = 100 K and becomes saturated in the tem-
peraturerange 50 < T < 100 K; for 2-5< T < 50K, the
magnetic moments of different drops are uncorrelated,
but at T <2-5K, they are frozen by a spin glass transi-
tion in the matrix.

In this paper, we study the aRE,Si; _, system in the
temperature regime far above the metal—insulator and
paramagnet—spin glasstransitions, i.e., at T> 2-5K for
the aGd,Si; _, aloy. We describe the disordered amor-
phous magnetic semiconductor within a model similar
to the one adopted in [6, 7], taking the short-range
structural, electronic, and magnetic correlations into
account in a semiphenomenol ogical way, within the so-
caled “local phase transition” approach [11]. To
describe the effective electron potential and the charge
and spin density distributions of electronsin the drops
embedded into the aRE,Si; _, matrix, we define the
corresponding “order parameters” To obtain the
ground-state el ectron density, we introduce a self-con-
sistency equation in the form of alocal electrical neu-
trality condition for an isolated drop. We also derive the
criterion for a ferromagnetic instability and calculate
the temperature of the local ferromagnetic transition
inside a drop. Finally, we discuss some experimental
findings on the behavior of the electrical conductivity
as a function of temperature and magnetic field and
their correspondence to the predictions of our theory.
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2. THE MODEL

aRES; _, dloys are systems with arather compli-
cated topological and compositional disorder. Itinerant
electrons move in the crystal potential consisting of a
periodic and adisordered part, the latter having compo-
nents with very different characteristic length scales.
Together with the local part, conventional for all amor-
phous aloys, provided by the potentials of Si dangling
bonds and isolated RE ions included in the aSi net-
work, there is al'so a continuous part of the disordered
potential. We suppose that it isformed in the vicinity of
the RE clusters by the Coulomb “tails’ of the potential
of charged RE ions. Obvioudy, to make an analytic
treatment possible, we need to simplify the real distri-
bution of the crystal potential within some reasonable
modeling, which we discuss in what follows.

We consider a set of structurally isolated clusters
embedded into aweakly disordered matrix. The matrix
isassumed quasihomogeneous on length scal es exceed-
ing the interatomic distances but small compared with
the characteristic cluster size and the intercluster dis-
tance. We assume that the electron structure of the
matrix averaged over the redlizations of the local ran-
dom potential is qualitatively described in terms of
guasiperiodic electron states with a finite lifetime.
Following [9], we write the electron Hamiltonian of
our system as a one-band model in the k—r represen-
tation,

% = Y E(k)Ch oC
l; k k
(1)
+ for é[uagm + D(r)3ep] W (r)Wa(r),

wherek =—d/ar isthe quasimomentum and E(k) isthe
Bloch band dispersion of an ideal periodic lattice. The
operator c(k”u annihilates (creates) an electron in the
Bloch state labeled by k with spin projection a, and the

operator LIJE,T) (r) annihilates (creates) an electron at the
point r with spin projection a.

The loca part of the disordered potential has the
form

Uge(r) = z(o‘/éas +$S By)0(r=ri), (2

where V" and $ are the Coulomb and exchange cou-
plings of the electronswith theimpurities, respectively,
S isthe local spin vector, and o is the vector of Pauli
matrices. The sum in Eqg. (2) ranges over the positions
of theimpuritieslocated at the lattice sitesr;, which are
randomly distributed.
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The continuous part of the potential is nonzero only
inside the clusters and can be written as

W(r) = 3 on),
j

where ®;(r) is an effective “envelope” Coulomb poten-
tia of thejth cluster. In principle, the equation for ®(r)
has to be derived and solved self-consistently with the
charge redistribution in the system. However, in our
model, for smplicity, wetake ®;(r) = ¢, independent of
r, inside the jth cluster, and ®;(r) = 0 elsewhere. Within
this simple approximation, ¢ occurs as a local shift of
the bulk chemical potentia p insideadrop, pp = 1 + §.

To characterize the drops, we have to specify their
properties. We let N and N, denote the total number of
RE ionsin the clusters and in the matrix, respectively,
with the total number of RE ions N = N + N,, being
fixed. Thetotal volume occupied by the dropsisVy and
the volume of the matrix isV,,, the total volume of the
system V =V + V), being fixed. The volume fraction
occupied by the dropsis denoted by f = V/V < 1. The
RE ion density in the clustersis ny = Np/Vp = yn, where
y > 1 isthe enhancement factor and n = N/V isthe nom-
inal concentration of RE ions. Because V, =fV, we have
Np =f,N, Ny = (L =fy)N, and using Vy, = (1 - f)V, we
can calculate the RE ion density in the matrix as

=NM _ l—fy
nM_VM = 1_fn.

To proceed further, we have to make some assump-
tions about the drops. For simplicity, we assume the
drops to be equal and spherical, with a radius rp and
volume vp = 4T[r3,5/3. The number of RE ionsin asin-
glecluster isthen kp = NV, and the excess of RE ions
with respect to the matrix is
y—-1
1-f
where K = nvp, is the nomina number of RE ionsin a
single cluster. Thus, we have

v =1+(@1-HK, ©

and in what follows, we assume that Ak is a parameter
of our model, which is possibly determined by the alloy
growing conditions. It is related to the number of RE
ionsinacluster by Kp = yk =K + (1 —f)AK.

We till have to find a connection between f and v.
Let N be the total number of drops. Then, fV =V, =
NpVp, i.e, f = Npvp/V. Assuming that the number of
drops per unit volume Np/V is technologically fixed,
we have f proportiona to the volume of adrop vp, i.e.,

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

307

to the nominal number of RE ionsin acluster, K = nvp.
We write f = Ak, with

No

A=N

Sle

viewed as a parameter. We must find a physical condi-
tion to determine k and, hence, al the drop parameters.
Aswe show in Section 3.1, thisisthe electrical neutral-
ity condition for an isolated drop.

The potential ¢, which determines the position of
thelocal chemical potential inthedropspy =+ ¢, can
be qualitatively estimated as an average electrostatic
potential inside adrop of radiusrp,

o = Zax. (4)

€lp

Here, e isthe electron charge, we take the RE ion as a
donor with the eff ective uncompensated positive charge
Zle|, and e isthe static diel ectric constant of the system.
For aGd,Si; _,, we have Z = 1 (see Section 1), € =
12-15, the bandwidth of the itinerant electron band is
W= 6-8 eV, and the average volume of the elementary
cell isa®= 20 A3; i.e,, the average lattice spacing isa =
2.7 A. Thus, for a nominal chemical composition x =
0.14, the average concentration of RE ionsisn= 7 x
10 cm3[4, 5]. From the experimental results[10], we
can estimate AK = 7-9, K = 3-4, A = 0.01-0.03. This
givesthe estimate N'p/V = /v = (6-25) x 10*° cm~3for
the number of drops per unit volume.

3. LOCAL DENSITY OF ELECTRON STATES
AND BASIC EQUATIONS

In this section, we derive the equations that fix all
the parameters of our model. We start by cal culating the
local density of states (DOS) in the matrix and in the
drops, in the paramagnetic phase, through the usual
expression [9] p(e) = TCUMIGA(r, r; €)[Jwhere € isthe
electron energy and G,(r, r; €) isthe advanced one-par-
ticle Green function associated with Hamiltonian (1),
averaged over therealizations of disordered potentia (2).
Assuming that magnetic order is absent, i.e., [§0=0
everywhere in the system, we obtain the expression

T P2 dz

p(e) = ImJ’s—z—ZA(s)E’ ©)

where the energy € is measured from the center of the
band of theideal lattice. The function py(2) in Eq. (5) is
the DOS corresponding to the electron spectrum E(k)
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Fig. 1. Dashed line: the semielliptic DOS (Eg. (6)) of the
ideal lattice. Solid line: the DOS resulting from the inclu-
sion of “local” impurity effects, resulting in abroadening of
the semielliptic DOS (Eq. (7)) with ' = 0.1. The empty
sguare marks the position of the mobility edge assumed at
the bottom of the ideal band, €, = —1. The black square,

labeled by M, and the black circle, labeled by D, mark the
value of the DOS in the matrix and in the drops, respec-
tively, for the set of parameters adopted in the text.

of the ideal lattice, and for definiteness, we adopt the
semielliptic form

%A/l—zz, 17 <1,

Po(2) = O (6)

Wetake energy and length units such that half the band-
width W/2 and the size of the elementary cell a are
equal to one. The advanced self-energy () is
obtained by averaging over the realizations of the disor-
dered potential U(r) in Eg. (2) within some approxima-
tion scheme. As is customary, we include the average
[U(r)Cinto the chemical potential ; if we then assume
that theimpurities giving riseto the random potential in
Eq. (2) are uncorrelated over different impurity sitesr;,
we find [U(r)]?C= [V2 + S+ 1) $2niy, in the non-
crossing Born approximation, where n;,, isthe concen-
tration of impurities. Explicit results for 2(¢) were
obtained in [6, 7] by means of numerical calculations
for different values of the scattering parameter
[(J2U/W)2L] For our qualitative purposes, it is sufficient
to assume that the fluctuations of potential (2) lead to a
simple homogeneous broadening of theideal semiellip-
tic DOS (6) with a finite inverse lifetime 2" propor-
tiona to the scattering parameter. Thus, the resulting
local DOS in our model is characterized by a tail of
localized states (see Fig. 1). Using Eq. (5) with Z,(€) =
il and with py(2) given by Eq. (6), we find

p(e) = %%/A/%2+82F2—9R—FD, (7)
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where R = (€2 -T2 -1)/2.

3.1. The Paramagnetic Phase

We start our analysis by discussing the properties of
the paramagnetic phase. Hereafter, the subscript p indi-
cates that the corresponding quantity is evaluated in the
paramagnetic phase whenever thisis expected to have a
different value in the phase with a short-range ferro-
magnetic order, which is discussed in Section 3.2.

The chemica potentia of the system in the para-
magnetic phase, W, isfixed by the condition of conser-
vation of the average number of electrons,

+o00

2(1- fp)J’p(s) f(e—p,)de
” €S)

+o00

+2prp(8)f(8_up_¢p)d8 =X,

wherethe factors 2 account for the spin degeneracy, f, =
MK, is the volume fraction occupied by the dropsin the
paramagnetic phase, f(z) = [exp(ZT) + 1] is the
Fermi—Dirac distribution function at the temperature T
(in energy units), and x = na® isthe nominal RE content
of the alloy (here, RE ions are taken as donors with
Z =1, such that the number of doped electrons in the
conduction band equals the number of RE ions). For
simplicity, we assume that the inverse lifetime I' is the
same in the matrix and in the drops, although this
assumption plays no role in the following derivation,
and we could even adopt adifferent DOS py, p(€) inthe
matrix and in the drops.

As discussed in Section 2, the excess of RE ions
inside a cluster, Ak, causes an increase in the electron
density with respect to the matrix, which is controlled
by the average potential ¢, in Eq. (4) withrp —1p
in the paramagnetic phase. We assume that the electri-
cal neutrality condition is satisfied for an isolated drop,
ensuring that the excess of the RE ion density is
screened by the corresponding excess of the electron
density,

+00

2[p(e) (e~ My —0,)dk = Ypx (©)

where y, is the density enhancement factor (Eq. (3))
calculated inthe paramagnetic phase (i.e., withf — fp,
K — Kp). With Eq. (9), we can rewrite Eq. (8) in the
simpler form

+00

2 p(e)f(e~y)de = (1-ABK)X, (10)

whence it is evident that the chemical potential i, is
uniquely determined in terms of the parameters of our
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Fig. 2. (a) Temperature dependence of the chemical potential i, in the paramagnetic phase as aresult of the numerical solution of
Eq. (10) at finite temperature. (b) Temperature dependence of the Coulomb shift ¢, in the paramagnetic phase as resulting from the
numerical solution of Eq. (9) at finite temperature and with ,(T) previously determined. (c) Temperature dependence of thefraction
of itinerant electronsin the paramagnetic phase, Xitin, p, ca culated according to Eg. (11). In all three panels, the black circle on the
temperature axis marks the transition point to the phase with a short-range ferromagnetic order in the drops.

model. Once L, is obtained from Eq. (10), Eq. (9) con-
tainsk,, (or, equivaently, rp, ) as the only variable and
can be easily solved by means of standard numerical
methods.

The simultaneous numerical solution of Egs. (9) and
(10)at T=0,e.g., forx=0.14, W=8eV,e =12, Ak = 9,
and A = 0.029, with I = 0.1 (chosen asin [6, 7] to fix
the chemical potentia at the mobility edge, p, =—1; see
below) yields k, = 3.1, which gives f, = 0.091 and y,, =
3.34. Hence, the number of RE ions in a cluster is
o, p = 10.4, the volume of adrop is vp, , = 440 A3, and
the radius of adrop isrp , = 4.7 A. The vaue of the
Coulomb shift of the chemical potential in the dropsis
¢, = 0.51 (which corresponds to an energy of approxi-
mately 2 eV). The loca DOS at the Fermi level is
P(Hp) = 0.14 and p(U, + ¢,,) = 0.50 in the matrix and in
the drops, respectively (the maximum value for the
DOSis pmax = 0.58 for the chosen set of parameters; see
Fig. 1).

So far, we have discussed only the paramagnetic
phase of the system, and, hence, our resultsarevalid for
both the magnetic alloy aGd,Si; _, (at T > Tp; see Sec-
tion 3.2) and the nonmagnetic aloy a-Y,Si; _,.

For small f, well below the percolation limit of the
drops, the electron states within the drops are localized
in the volume v and are separated from the matrix by
a surface energy barrier, which determines the excita-
tion energy of a drop, €. Also, the electron states
within the tail of the DOS of the matrix are localized at
the scale of interatomic distances. Therefore, at T <
ép, the fraction of itinerant electrons within the ele-
mentary cell in our system can be estimated as

+o00

Xitin,p = 2(1— fp)Ip(S)f(S—up)dS, (11)
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where €, is the mobility edge, which depends on the
scattering potential. We assume, for simplicity, that it is
located at the bottom of the ideal lattice band, €,, = —1.
Although, strictly speaking, one should define the posi-
tion of the mobility edge self-consistently, from the cal-
culation of the two-particle Green function of the sys-
tem, our simplifying assumption does not play a rele-
vant role.

The variation of X, , with increasing temperature
in the paramagnetic phase, together with a tiny varia-
tion of the chemical potential |, and of the Coulomb
shift ¢, is reported in Fig. 2 for the chosen set of
parameters. As can be seen, because the Fermi level
was fixed at the mobility edge at T = O, the itinerant
electronsarethermally excited from the localized states
in the tails of the DOS at finite temperature, and their
density increases almost linearly with T. We note that
Xitin, p 1S @ Most about 0.006x at the highest temperature
reported in Fig. 2 (which corresponds to T = 200 K),
and, therefore, itinerant electrons are a tiny fraction of
all the electronsin the system, the majority being local-
ized into the DOS tails. Therefore, whereas the nominal
density of doped electronsisn=7 x 10?* cm3, the den-
sity of thermally excited itinerant electrons is, e.g.,
Miin p =4 % 10 cm3 at T= 200 K.

3.2. The Phase
with a Short-Range Ferromagnetic Order

In this section, we treat the exchange part of Hamil-
tonian (1) in the mean-field approximation, supposing
[ 0in the matrix and [§3# 0 inside the drops. This
assumption is quite reasonable in a wide temperature
range, becausethelocal DOS at the Fermi level islarger
in the drops than in the matrix (see Fig. 1), and, there-
fore, the condition for ferromagnetic ordering in the
presence of an exchange coupling between magnetic
RE ions and electrons is more easily realized in the
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drops. The magnetic RE ionsinside the clusters experi-
ence the effective magnetic field

+o00

Ho = § [lp(e+m—pe-m]

x f(e—p—¢)de,

wherem= $x,[8,0)xp = yX isthe concentration of mag-
netic (e.g., Gd) RE ions per unit cell in a cluster, the
index z defines the direction of the local quantization
axis, and the average value of the spin at the RE siteis
defined self-consistently as

_ BHem
[S):l - S%SD T Dl
where
2S+1 S+1 1 1
Bs(y) = S cosh%2 S —Z—ScoshEQ—SQa

istheBrillouinfunctionfor spin S. For Gdions, S= 7/2.

The above equations should be solved simulta-
neously, together with the equation for the chemical
potential L,

+o00

2(1- f)J’p(s)f(s—u)ds
~ (13)

+o00

+ff[p(8+m)+p(€—m)]f(S—u—¢)d8 =X

which corresponds to the conservation of the average
number of electronsin the phase with a short-range fer-
romagnetic order within the drops, and the equation for
K, which enforces charge neutrality for an isolated
drop,

+o00

[ Ip(e+m)+p(e—m)]f(e—p-0¢)de = yx, (14)

where vy is the density enhancement factor defined in
Eqg. (3). Asdiscussed above, we assume that the number
of excess RE ions Ak does not change in passing from
the paramagnetic phase to the phase with a short-range
ferromagnetic order, whereas the radius of the drops
changesfromrp ,torp (i.e., the nominal number of RE
ions within the clusters changes from k,, to k). The vol-
ume fraction occupied by the dropsisf = Ak, where A
isthe same asin the paramagnetic phase, assuming that
the number of drops per unit volume does not change
across the local ferromagnetic transition.
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Using Eq. (14), we can rewrite Eq. (13) as

+o00

ZIp(s)f(s—u)ds = (1-MNAK)X, (a5)

which coincides with Eq. (10). Therefore, it is evident
that, for a given set of parameters, the chemical poten-
tial has the same value as in the paramagnetic phase at
the same temperature, i(T) = py(T).

The typical value of the exchange potential in the
units of W2 is $S= 0.1-0.2 < ¢. In what follows, we
take m as a small expansion parameter and seek solu-
tions of the above self-consistency equations that are
close to the solutions in the paramagnetic phase, rp =
p,p + N, Withn < rp . We observe that ¢ = ¢, —
EAKN/ery , = 0, + L, with T = 1o Jrp , < ¢,. The
volume of a drop changes as v = vp (1 + 3n/rp ),
and, hence, K = nvp = Ky(1 + 3n/rp p), F = Ak = (1 +
3n/rp, ), andy = y,(1 + 3AKN /YKl p)-

Now, we expand the DOS and the Fermi—Dirac dis-
tribution function as

p(z+ om) = p(e) + p'(e)om+ 3p" ()’

+ %p"'(s)om3 (o = +1),

f(S—Hp—(P): f(E_p'p_q)p)_ f'(E—Hp—fbp)Z

(here and in what follows, the prime is a short notation
for the derivative with respect to €). Then, Eq. (14) for
charge neutrality, at this order of approximation, gives

+00

_2|:I p(E) fl(s - Up_¢p)d8:|z
- (16)
_ 3xAk

Kp(pp

+[I [3"(8)f(£—llp—<l)p)0|8}m2 ¢,

i.e., L + Mn? = 0, where the coefficients L and M are
calculated in the paramagnetic phase. The coefficient M
is reexpressed in a more suitable form via integration
by parts that transfers the derivative with respect to €
from p to the Fermi—Dirac distribution function f. At
low temperature T < ¢, we find L = 2p(u, + ¢,) —
(3XAK/K0,,) and M= p'(U, + ¢,).

It is evident that { ~ n?, as expected, because the
corrections to the Coulomb shift cannot depend on the
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sign of the magnetization. Finaly, expression (12) for
the effective field up to O(m?) becomes

+o00

Hes = 2?{[ p'(S)f(S—up—(I)p)ds}m

+ %[I p"(e) f(e—pp—bp)de |m’

—2&[ [P (1= ;)0

m¢,

i.e., Hgt = Am + Bm? + Cm(, where the coefficients A,
B, and C are calculated in the paramagnetic phase. The
coefficients A and B are reexpressed in amore appropri-
ate form viaintegration by partsthat transfersthe deriv-
ative with respect to € from p to f. At low temperature,
A =2%p(, + ¢p), B = Fp"(1, + ¢,)/3, and C =
290'(Hp * §p) = 29 M.

We find the solution of Egs. (12)—(15) near the local
phase transition, i.e., at temperatures close to the local
Curie point of the drops T, (which is defined below),
where our expansion in powers of mand  isvalid. We
must expand the Brillouin function, observing that
cosh(y) =1y +y/3-y345,i.e,

_2S’+(2S5+ 1)2y3
90S’ '

Then, the self-consistency equation for m in the
phase with a short-range ferromagnetic order for T <
Tp (Tp is defined below), at the same order of approxi-
mation, becomes

_ [S+1
1= }xypSEB—T

S+1
Bs(y) = 3+S y

[A+Bm’+(C+D)]
- 2 (17)
2 +9%2T33+ 1) A3 E

where D = 3AAK/YK 9, accounts for the variation of y
(i.e., of x5 = xy) in entering the phase with the short-

2

1
éijypS(S+ 1H)-T

311

3,0
72 T T T

0 1 1
0.0010 0.0012 0.0014 0.0016

T
Fig. 3. Temperature dependence of the magnetization of a
Gd ion in a cluster, [$,0= m/$xp, obtained by solving
Eq. (18) for T closeto Tp. The values of the parameters are
given in the text. The local transition point at T = Tp =
0.0016 is marked by ablack circle.

range ferromagnetic order. Equation (17) must be
solved together with Eq. (16) to yield  and n?.

It is evident that the local transition temperature for
the drops is T, = $A*S(S + 1)/3, where A* = Axy, =
Aa%kp/vp. We note that, in our simple mean-field
approach and within the approximation of isolated
drops, the full dependence of the transition temperature
Tp on the mean RE concentration x might not be cor-
rectly described, because Kk, and v are the loca
parameters of adrop, which, within our model, are self-
consistently determined by x and by the cluster param-
eters Ak and A, assumed fixed. A more developed the-
ory hasto account for both charge and spin correlations
in the system (which may introduce adependence of Ak
and A on x), as well as an exchange between moments
of different drops, to describe the correct dependence of
Tp on X. However, this quantitative description is
beyond the scope of our paper.

For T>Tp, Eq. (17) hasno real solutionsand m=0.
For T < Ty, the ferromagnetic solution within the drops
becomes stable. From Eq. (16), we find { = -Mn¥/L,
and substituting thisin Eq. (17), we obtain the equation
form?for T < Tp,

ne =

(18)

Xy, (S+ DI

where P and Q are constants which depend on the
parameters calculated in the paramagnetic phase and
whose expression can be easily deduced from Eq. (18).
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M(C+D)—BL+2§+(28+1)2A3}=p+%~p+g’

90T? T o

For a'Gd0.14Si0.861 we have p'(p-p + ¢p) = 0.35, p"(p-p +
¢,) =—0.91, and taking $ = 0.026 (which corresponds
to an energy of 0.1 eV, a typical exchange energy in
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Fig. 4. Temperature dependence of the itinerant electron
conductivity (solid line) and concentration (open circles)
for the nonmagneticY g 17Sig g3 Sample.
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Fig. 5. (@) Conductivity vs. temperature dependence for the
Gdp 1355i0.g65 SAMple no. 5 at zero magnetic field. (b) Con-

ductivity vs. UT at various magnetic fields for the same
sample.

wideband magnetic semiconductors), we find Ty =
0.0016 (which corresponds to a temperature of 70 K)
and P + Q/T2 = 0.45. The magnetization of the mag-
netic RE ions within the clusters, [B1= m/$x, =
m/ $xy,, near the local transition point Ty, is reported in
Fig. 3.

We point out that our results are correct only within
the mean-field approximation for the RE spin density.

Thefinite volume of the drops causes a“tail” of fluctu-
ations of the magnetization to occur at T > Ty, in the

temperature range (T — Tp)/Tp ~ (rp/@)? = 0.1-0.2.

4. EXPERIMENTS AND DISCUSSION

The X-ray study of the local structure of aGd,Si; _
revealed a strong local distortion of the matrix around
Gd ions, aswell as the absence of fluctuations on mac-

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 101

CAPRARA et al.

roscopic scales in the system [12]. Detailed conductiv-
ity and tunneling measurements revealed the coexist-
ence of metallic and semiconducting domains (micro-
or mesoscopic), identifying the percolation nature of
electron transport at low temperatures, near the metal—
insulator transition [13]. Here, we consider some inter-
esting experimental results obtained at temperatures far
above the metal—insulator transition and discuss their
correspondence to the predictions of our theory. The
results are obtained using the samples prepared in Prof.
F. Hellman'slaboratory by atechnique described previ-
ousy [2]. Amorphous films of a(Gd, Y)Si;_,,
100-500 nm thick, were grown by e-beam coevapora-
tion on SiI/SIN substrates. Magnetotransport measure-
ments were carried out in the temperature range
5-300 K in magnetic fields up to 4 T using the van der
Pauw and standard Hall bar technique.

Experiments [1-5] have clearly shown that the elec-
trical conductivity o increases almost linearly with the
temperature T in aY,Si;_,a T>25K and in &
GdSi;_, a T > 50-70 K. This dependence is well
described by the expression

O-p(T) = 00 + 0-itin, p(T)i (19)
where g is constant and 0y, ,(T) depends on the tem-
perature. To explain these results, we propose that, in
aRE,S; _, dloys, the electrically neutral drops play a
significant role in the itinerant electron transport. The
constant part o, is associated with the tunneling
between the drops and the matrix through the surface
barrier, while Gj;n, o(T) = Xiin, o(T)Vp(T), Where v(T) is
the itinerant electron mobility in the paramagnetic
state. To clarify the role of the itinerant electron con-
centration in the temperature dependence of the elec-

trical conductivity, Hall effect measurements were car-
ried out.

In Fig. 4, we present the experimentally determined
itinerant electron concentration n(T) for nonmagnetic
aY,S;_,, whichlinearly increases with temperaturein
the whole temperature range. According to our model,
this implies that the dependence of v(T) on T is weak
enough, as a result of the scattering of itinerant elec-
trons on electrically neutral centers. The temperature
dependence of the itinerant electron electrical conduc-
tivity presented in Fig. 4 is built by taking into account
some shunting tunneling conductivity o,, which does
not contribute to the Hall effect. The data show that
Gitin, p(T)/Titin, p(0) = N(T)/N(0) and confirm that the vari-
ation of g, o(T) is produced by n(T), which increases
linearly with T.

For the aGd,Si; _, magnetic aloys, the increase of
0y(T) with T is strongly nonlinear at T below 50-70 K
and becomes quasilinear only above this temperature
(see Fig. 5). We attribute this nonlinearity to complex
magnetic transformations in the system. Consistently
with the theory developed in Section 2, for T < Tp =
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Fig. 6. (8) Conductivity vs. magnetic field dependence for the Gdg 1355ig gs5 Sample no. 5 at different temperatures. (b) The same
dependence when the conductivity is rescaled by the zero-field value a(0). (c) The same dependence when the magnetic field is
rescaled by the critical value B¢, which evidences the data collapse.

50-70 K, when the short-range ferromagnetic order is
formed in the aloys containing magnetic RE atoms,
two factors modify the temperature dependence of the
conductivity o(T).

First, the exchange scattering of electrons occurs on
the noncorrelated magnetic moments of the drops,
which shifts the maobility edge €,,in Eq. (11) upwards,

We briefly discuss the variation of the conductivity
o of our system as a function of temperature and of
external magnetic field B. At T < 50-70 K, a strong
exponential dependence of the conductivity on thetem-
perature (see Fig. 5b) and on the magnetic field (see
Fig. 6) is observed. There are two regimes of magnetic
fields characterized by a different behavior of a(B). In
a magnetic field less than some critical value B, the

2 conductivity dightly depends on the magnetic field. At
Arj” Op(T) = )\(“(EK+ESZD B > B, the aforementioned exponential dependence of
v o on B is observed (see Fig. 6b); the critical value B,

thus decreasing the concentration of itinerant electrons
in the phase with a short-range ferromagnetic order,
Xitin(T)-

Second, a dependence of the mobility v(T) of the
itinerant electrons on T appears, which is qualitatively
described as a superposition of the potential and
exchange mechanisms for electron scattering on the
disordered magnetic drops with a characteristic size
that is small compared to the electron mean free path,
V(T)vy(T) ~ 1= B(T). Thus, the reduction of o(T) with
decreasing temperature is driven, in principle, by both
mechanisms.

The parameter B(T) iszeroat T > T and may be on
theorder of 0.01-0.1at T < Ty if $9V' =0.1-0.3, kp =
1012, and A = 0.01-0.03. From the datain Fig. 5, we
concludethat the variation of theitinerant electron con-
centration plays the major role in our system, and the
variation of the itinerant electron mobility can be
neglected in the following discussion. In any case, the
appearance of a short-range ferromagnetic order obvi-
ously enhances the tendency towards the metal—insula-
tor transition.
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increaseswith increasing temperature (seeFig. 7). Bc is
determined by the intersection of the locd fit of the

B, T

0 10 20 30
T,K

Fig. 7. Temperature dependence of the critical magnetic
field Bc for the Gd0_135Si 0.865 sample no. 5.
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Fig. 8. Temperature dependence of the mean magnetic
moment of the clusters for the Gdg 135Sig gg5 Sample no. 5

(open circles), for the Gdg 14Siggg Sample no. 3 (open
squares), and for the Gdg 14551 g55 Sample no. 7 (open tri-
angles).

experimental log[o/a(0)] as afunction of B with the
line o/0(0) = 1 at low temperatures. For high tempera-
tures, B¢ isthe scaling parameter from Fig. 6¢. We sup-
pose that B corresponds to the critical magnetic field
that aligns the magnetic moments of the drops. At low
magnetic field, the magnetic energy of the drop
Kp5,[nggB (here, mg isthe Bohr magneton and g isthe
gyromagnetic ratio) is smaller than the thermal energy
ksT, and the magnetic moments of different drops are
disordered. This leads to an additional fluctuation
potential in the system and raises the mobility edge.
Magnetic fields larger than B; align the magnetic
moments of different drops and eliminate this scatter-
ing channel. This reduces the mobility edge and
increases the itinerant electron concentration, leading
to an increase in conductivity.

It is important that the value of the magnetic
moment of the drop obtained from the low-temperature
part of the curve B.(T) allows usto estimate the average
number of Gd atomsin the cluster, Ky . The experimen-
tally determined value of (Kp[5,11S)e = ks T/MgSgBc i's
shown in Fig. 8. At low T, when [[= S we obtain
Kp, et = 10, Which is consistent with the prediction of
our theory. The experimentally determined Ky values
are close for different samples. We suppose that, if the
clusters arise during the sample growth, their size may
depend on the synthesis conditions.

We note that the magnetic-field dependence of the
conductivity has a universal form for different temper-
atures. The experimental dependences of o/G(0) vs.
(B/B.) (here, o(0) isthe zero-field conductivity) for dif-
ferent temperatures are presented in Fig. 6¢. The exper-
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imentally observed behavior of o/c(0)(B/B:) obeys
the law

o _.n0B_ O
5(0)~ &P, 0 =0
at B> B, where Bc = kg T/M and M = mg[B[0Kp e At
B > B, thisgives

n 0Bno

where n(n(0)) is the density of itinerant electrons (at
zero field). Our explanation of this result is as follows.
We suppose that the Zeeman splitting in the matrix
leadsto adownward (upward) shift of the bottom of the
itinerant electron spin-up (spin-down) subband with
respect to the Fermi level. At high B, the full splitting
regime sets in when the spin-down subband remains
empty, the local Fermi energy measured from the bot-
tom of the spin-up subband rises linearly with B; and
theitinerant electron concentration increases according
to Eq. (11).

Our experiments, as well as previous data [1-5],
have shown that the application of a strong magnetic
field B suppresses the tendency towards the metal—insu-
lator transition and even induces an insulator-to-metal
transformation in some a-RE,Si; _, alloys with low RE
concentration. This fact is naturally explained within
our model if we take into account either the increase of
the itinerant electron concentration or the suppression
of the electron exchange scattering on the magnetic
drops provided by their coherent orientation in the
magnetic field.

What external influence, besides the magnetic field,
may increase the itinerant electron concentration in the
studied system? A way to vary the electron concentra-
tion is to increase the current | through the sample. To
provide a more uniform current density distribution
over the sample, we used the standard Hall bar geome-
try of measurements. The conductance G and relative
conductivity o/o(0) dependences on the current at dif-
ferent temperatures are presented in Fig. 9, where o(0)
is the conductivity at zero current limit. (G is used
because of the small sample size and not well-defined
geometrical factor for o calculation.) We note that these
dependences are analogous to such dependences vs.
magnetic field shown in Fig. 10. These figures clearly
demonstrate that the current effect on the system is
analogous to the influence of the external magnetic
field. We suppose that acurrent flow | through the sam-
ple enhances the effective exchange between the mag-
netic moments of disordered drops, becauseit increases
the itinerant electron concentration. If | exceeds some
critical value I, determined by the same procedure
as B¢, al the drops on the percolation path become
magnetically ordered, which leads to a suppression of
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Fig. 10. (a) Conductance vs. magnetic field dependence for the Gdg 14Sig gg Sample no. 3 at different temperatures. (b) The same
dependence when the conductivity is rescaled by the zero-field value o(0). (c) The same dependence when the field is rescaled by
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the fluctuation potential of the magnetic disorder.
Increasing the current also leads to the rise of the itin-
erant electron concentration and to the reduction of the
activation energy between the Fermi level and the
mobility edge, which is consistent with Eq. (11).

5. CONCLUSIONS

We presented the theoretical description and el ectri-
cal conductivity measurements for amorphous a
(Gd,Y),Si; _, dloys with 0.1 < x < 0.2. We took the
strong topological disorder in the system into account:
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in our approach, the nanoscale structural defects
enriched with rare-earth ions (“clusters’) cause the
appearance of regions with higher electron density
(electron “drops’). The value of the local DOS at the
Fermi level in the drops significantly exceeds the value
of the DOS at the Fermi level in the matrix, and, there-
fore, a short-range ferromagnetic order appears in the
drops below some characteristic temperature T,. We
estimated T, in the “local phase transition” approach
and analyzed measurements of the temperature and
magnetic-field dependence of the electrical conductiv-
ity in amorphous (Gd, Y),Si; _, adloys, in the frame-
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work of the drop description. We obtained a quaditative
agreement between the experimental results and the
theoretical predictions. Further ESR measurements,
scanning electron microscopy with polarization analy-
sis (SEMPA), and neutron diffraction (ND) experi-
ments are necessary to reveal details of the electron and
magnetic structure of the drops.

In our theoretical model, we have neglected the low-
temperature effects leading to the metal—insul ator tran-
sition and associated with the Mott—Hubbard [6, 7] or
percolation [13] mechanisms. Nevertheless, our exper-
imental results are in accordance with the conclusions
in [13] about the percolation character of the electron
transport and the metal—insulator transition in the stud-
ied system.
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Abstract—The structure of the proton sublattice of ice at an ice-metal interface is analyzed by solving the
Ginzburg—L andau equation for an order parameter describing the proton ordering under an appropriate bound-
ary condition [1, 2]. When the interaction between protons and the substrate is weak, the ice rules that govern
proton order are weaker at the interface ascompared to bulk ice, but to alesser extent than at the freeice surface.
In the case of strong proton—substrate interaction (clean interface and/or high conductivity of the substrate), the
icerulesare stronger at the interface as compared to bulk ice, which corresponds to amore ordered proton sub-
lattice. Thelatter case correspondsto alower concentration of defectsin the proton sublattice, which determine
important properties of ice, such as adhesion, electrical conductivity, plasticity, and electric field distribution
near the interface. A qualitative correlation is described between electrical properties of the substrate and
mechanical properties of the interface, including adhesion and friction. © 2005 Pleiades Publishing, Inc.

Iceis one of the most widespread natural materials.
Its unusual mechanical, electrical, thermal, and espe-
cialy surface properties determine various aspects of
our everyday life. In particular, we can hardly overesti-
mate correct understanding and controllability of ice
properties, such as adhesion, friction, charge separa
tion, sintering, and fluidity. A detailed survey of recent
results in the physics of ice can be found in [3].

Most of these properties arerelated to processestak-
ing place at the free ice surface or ice—substrate inter-
face. The studies of these processes were pioneered by
Faraday in the 19th century [4]. In one of his experi-
ments, he brought into contact two ice balls suspended
on strings and observed the fast growth of a neck
between the balls. The corresponding self-diffusion
coefficient of water molecules was so high that Faraday
hypothesized that the ice surface is covered by a quasi-
liquid layer.

Shortly afterwards, Thomson put forward a new
hypothesis about the nature of the quasi-liquid layer. He
speculated that the quasi-liquid layer is just a film of
ordinary water [5]. Its presence was explained by the
special behavior of the phase diagram of water, namely,
by the lowering of the melting point with increasing
pressure. According to Thomson, the mechanical pres-
sure between the balls induces local melting of ice and
explainsitsanomalously high self-diffusion coefficient.
Thomson's theory became widely known because it
explained the dliding of skates at moderately low tem-
peratures. In fact, his theory fails to provide quantita-
tive explanation for the sintering of ice balls or diding
motion. Theformer conclusion wasinferred by Faraday
from his careful experiments on extremely weak

mechanical stress between the balls. The latter is sup-
ported by available characteristics of the phase diagram
of water. Actually, the pressure exerted by an adult per-
son on ice cannot lower the melting temperature by
morethan 0.1°C, i.e., cannot explain sliding at —1°C or
lower temperatures.

Recent studies have provided substantial evidence in
support of Faraday’s theory. In particular, the results of
proton channeling experiments [6], X-ray diffraction [7]
and NMR studies [8, 9], and measurements of low-fre-
guency e€lectrical conductivity [10-12] can be
explained only by the existence of a surface layer
whose properties substantially differ from those of
ordinary water. For example, knowing the surface con-
ductance and layer thickness, we find that the conduc-
tivity of iceis 101 Q' m, which is higher than the
conductivity of ordinary water by six orders of magni-
tude. Thetheoretical model proposedin[2] explainsthe
existence of a quasi-liquid layer near the free ice sur-
face. It isimportant that the model is based on the same
Hamiltonian of the proton sublattice that has been used
to predict the bulk order governed by the ice rules [1].
The existence of free surface is taken into account by
introducing a boundary condition for order parameter
that reflects the fact that surface protons have fewer
neighbors as compared to bulk protons. The solution to
an appropriate Ginzburg—Landau equation subject to
this boundary condition predicts a decrease in order
parameter near the surface. This corresponds to an
increase in both concentration of defects in the proton
sublattice (local violation of the ice rules) and surface
conductivity due to surface diffusivity. The increase in
defect concentration to a certain critical level, in turn,
can lead to instability of the oxygen sublattice.
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In this paper, we apply asimilar approach to analyz-
ing proton ordering at an ice—-metal interface. Our study
provides qualitative explanations of surface conductiv-
ity, adhesion force, and friction coefficient of the inter-
face. For consistency of presentation, we briefly
describe the model and present the basic equations.
Next, we derive boundary conditions at an ice-metal
interface and solve the Ginzburg-Landau equation.
Finally, we discuss the results obtained, feasible exper-
iments, and practical applications.

In ordinary ice, protons can be located on lines con-
necting oxygen atoms at a distance of one angstrom
from them. Since the hydrogen bond length is 2.76 A,
there are two proton sites and one proton per bond. This
implies that each proton siteia (indicesi and a label
oxygen sublattice sites and hydrogen bonds, respec-
tively) can be either occupied or vacant. Their occupa-
tion is described here in terms of pseudospin variables
0,, = £1, where plus and minus correspond to occupied
and vacant sites. The Hamiltonian of proton—proton
interaction can be written in the nearest-neighbor
approximation commonly used in lattice-gas models[1]:

J J
H = Elzo-iao-iﬁ = Ezzoiuojm (1)
iap ij

where summation is performed over all pairs of nearest-
neighbor sites in the proton sublattice and the coupling
constants J; and J, correspond to the proton—proton
interaction near an oxygen site and in a hydrogen bond,
respectively. The index a in the second term varies
from 1 to 4, being determined by the combination ij; it
is not a summation index.

The order parameter |, is defined by the equation
|:b-im[| =A ial—liav (2)

wherethe set of A;, = £1 must be such that theicerules
aresatisfied. Notethat Eq. (2) isasimplegeneralization
of the order parameter for ferromagnets or normal anti-
ferromagnets. Recall that A;, = 1 in the case of aferro-
magnet. In the case of an antiferromagnet, itssign alter-
nates between the interpenetrating lattices. For an infi-
nite homogeneous medium, the order parameter is
independent of coordinates an can be determined by
minimizing the Helmholtz free energy or solving the
self-consistent equations

0 L
[0,,0 = —tanh[&, Z [6;0+ a, Equ%, 3

Rz a

where g = J/KT. At extremely low temperatures, the
order parameter is close to unity, which impliesthat the
occupancy is closeto unity and zero for siteswith A, =
+1 and —1, respectively. The order parameter decreases
with increasing temperature and vanishes at a certain
critical point T,. In the critical state, the proton site
occupancy is0.5; i.e., theicerules are disobeyed. Since
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bulk ice with atotally frustrated proton sublattice does
not exist under norma conditions (at zero external
pressure), it ishighly plausiblethat thistransition in the
proton sublattice destabilizes the oxygen sublattice,
which leadsto the actual melting of ice. For thisreason,
we assume that T, = T,,, asin [2]. The presence of an
interface makes ice an inhomogeneous medium, and
the corresponding order parameter depends on coordi-
nates. In the phase transition region, itisaslowly vary-
ing function that can befound by solving the Ginzburg—
Landau equation [1, 2]

—chm(r)+(l—al—a2)m(r)+%m3(r) -0, (4

where ¢ = a,ryy(roy + run)/3 and m(r) is the macro-
scopic order parameter (averaged over interatomic dis-
tances).

Equation (4) must be supplemented with boundary
conditions. In the case of a semi-infinite crystal with
free boundary, the conditions on the surface and in the
bulk ice are written asfollows [2]:

dm(0) _

) = m(0), meo) = BEZD g

where z> 0 isthe domain occupied by iceand T = T/T,..
To derive the boundary condition on the ice—metal
interface, we recall the reasoning behind the derivation
of the first equation in (5). Since surface pseudospins
do not have any neighbors belonging to other water
molecules, they satisfy the self-consistent equations

[]
[bia[l = —tanh %1 z BJ'BIE (6)

O O

Bza

This means that the Ginzburg—Landau equation that
follows from (3) is not valid on the surface. However,
we can assume that the Ginzburg-Landau equation is
valid everywhere (even on surface) if the order param-
eter satisfies an additional condition entailed by equiv-
alence between Egs. (3) and (6). Note that a similar
condition leads to thefirst equation in (5) in the case of
free surface. For an ice-metal interface, the following

equation is obtained instead of (3) or (6):

H) . 0
B)-iGD = _tanh @1 Z B)-i BD_ az B)-iqm' (7)
O O

B#a

The tildes in &, and a, indicate the difference
between these constants and their analogs for bulk ice
due to the surface relaxation of the oxygen sublattice.
Whereas the second term vanishes in the case of free
surface, its finite value in (7) represents the interaction
between a proton and the electron gas in meta. It is
treated here as the interaction between a proton and a
corresponding mirror image charge. Indeed, the occu-
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pancy of the site ia can be expressed in terms of the
pseudospin o;, as ni, = (0;q + 1)/2. The energy —J. Ny,
of interaction between an occupied site and the corre-
sponding image charge can easily be represented as a
function of g,,. Then, assuming that the dependence on
coordinates is weak and using relation (2), we obtain

I = E*L Hm(0), ®

which differs from the first equation in (5) only by the

factor 1 — 32/J2. It should be noted that this factor can
be negative in the case of good contact between ice and
metal.

The Ginzburg—Landau equation, boundary condi-
tion (8), and the condition in the bulk ice are rewritten
in dimensionless form as

d’f

— +f(t) - f t) = 0,
df ((j)t ©
( ) - Bf(0), f(») = 1.
Here,
- - Z
f(t) = m( 3 t = 3 (20
and the constants are defined as
_ /\/JZ(rOH/rHH +1/2)
TR )
~ (1)
B = ao(1-J2/J,) £ = Oolpy
-t Ji=t
The solution to (9), (10) can be represented as
f(t) = tanh(t/,/2+c), B=0, (12)
f(t) = cosh(t/,/2—c), B<O, (13)

where sinh(2c) = ./2/p.

Curve 3 in Fig. 1 shows a solution given by (12)
when the interaction between ice and metal is weak

(J2 < J,). In this case, the ice—metal interaction effec-
tively reducesthe constant 3, i.e., disorder in the proton
system. In other words, the ice rules are weaker at the
interface as compared to the bulk ice, but to a lesser
extent than at a free crystal surface (curve 4 in Fig. 1).
As the ice—substrate interaction increases, a state with

J2 = J, can bereached. The corresponding solution has
atrivia form: the order parameter isindependent of the
spatial coordinate (curve 2 in Fig. 1). Theicerules are
uniform throughout the crystal in this state; i.e., thereis
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Fig. 1. Order parameter in surface layer vs. distance from
interface for several values of the proton—substrate interac-
tionconstantand J, =0.4eV aa T=272K and T, = T, =

273 K.
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Fig. 2. Quasi-liquid layer thickness vs. temperature for free
surface and interface with weak proton—substrate interac-
tionat T =272 K. The critical point where the quasi-liquid
layer thickness is divergent (T, = 273) is indicated on the
temperature axis.

no quasi-liquid layer. When the interaction is so strong

that J> > J,, solution (13) is valid, which predicts that
the order parameter is greater (i.e., the ice rules are
stronger) in a surface layer as compared to the bulk
crystal (curve 1in Fig. 1). Finally, curve 5 corresponds
to a negative constant of proton—substrate interaction
(hydrophobic coating). The curves presented here cor-

respond to T, = T,, = 272 K; 0, = 0.6; J2/J,=0.9, 1.1,
and —0.9 for weak and strong interactions and hydro-
phobic coating, respectively; and the absolute value of
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Fig. 3. Quasi-liquid layer thickness vs. proton—substrate
interaction constant for —J, < Js<J, (Jb=04¢eV)a T=
272K.

J, equal to 0.4 eV. Figure 2 showsthe quasi-liquid layer
thickness | as a function of temperature. The boundary
of the quasi-liquid layer is defined as the point where
the order parameter decreases to 0.9 times its bulk

value. Curves 2 and 1 correspond to \lelJ2 = 0.9 and

J2=0 (i.e, tocurves 3 and 4 in Fig. 1, respectively).
Figure 3 shows the quasi-liquid layer thickness plotted
versus the constant of proton—substrate interaction J

(Js = J2). It should be noted that the theory predicts
continuous curves only for | = a. In the case of freeice
surface (curve 1 in Fig. 2), this condition corresponds
to temperatures ranging from 248 to 273 K;; in the case
of weak interaction with the substrate (curve 2 in
Fig. 2), the corresponding temperature interval lies
between 260 and 273 K. This behavior appears to be
analogous to macroscopic electrodynamics, in which
the field is averaged over regions larger than inter-
atomic distances, but the macroscopic permittivity can
be used to obtain adequate results even when applied to
regions comparable to interatomic distances.

It follows from the results obtained here that the
existence and characteristics of a quasi-liquid layer

depend on the single parameter J»/J, determined by
the properties of the substrate, which isvery difficult to
calculate form thefirst principles. However, some qual-
itative results can be obtained by using the physical

interpretation of J, asaconstant of interaction with an
image charge. According to the laws of electrostatics,
both image charge and interaction energy are propor-
tiona to (e, — €)/(e;, + €), Where g; and e,,, denote the
permittivities of ice and substrate material, respec-
tively. In the case of aperfect metal, we have e, — o,

and both interaction energy and parameter 32/J2 have
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maximum values for a given distance between ice and
substrate.

When €; = €, the image charge vanishes, and so
does the interaction constant, as in the case of free ice
surface (curve4inFig. 1). Notethat the following argu-
mentation seems plausible when the permittivities are
equal. Consider a plane in bulk ice. Since it can be
viewed asan ice-iceinterface (i.e., aninterface separat-
ing two materials characterized by equal permittivi-
ties), it may seem that aquasi-liquid layer must exist on
this boundary by analogy with free crystal surface con-
sidered above. Indeed, there is no image charge in the
caseof anice-iceinterface. However, we must takeinto
account the long-range interaction between rea pro-
tons, whereas neither image charges nor neighboring
protons exist in the substrate when €, = €,,. Thus, the
argumentation above does not lead to any physical par-
adox. It should also be noted that we allow only for
direct electrostatic interaction between protons and
substrate electrons, which is generally stronger than
both short-range interactions responsible for chemical
bonding and van der Waals interactions [13].

Finally, we discuss the physical realizability of a

systemwith J> <0. Itisobviousthat aconstant J. cor-
responding to interaction with an image charge cannot
change sign, sincethe sign of the image charge must be
opposite to that of the proton charge. However, we can
consider asystem with positive charges on the substrate
surface. For instance, it may be an ionic material that
has been subjected to specia treatment or a molecular
material with outward-pointing dipole moments of sur-
face molecules. In this case, the interaction with posi-
tive chargesis stronger than the interaction with image

charges and the constant J, can be negative. The pro-
ton disorder at an ice—substrate interface of this kind
must be higher than at the free ice surface (curve 5 in
Fig. 1). Moreover, the quasi-liquid layer at such an
interface must persist at lower temperatures.

Proton disorder enhances the self-diffusion of water
molecules and dislocation motion and can even cause
iceto melt. Therefore, materials with permittivity com-
parableto the high-frequency permittivity of ice or with
positive surface charges (i.e., those characterized by
tendency toward formation of a quasi-liquid layer)
must be least adhesive to ice and have the lowest fric-
tion coefficients. The presence of a quasi-liquid layer
must manifest itself not only in mechanical phenom-
ena, but also in measurements of low-frequency con-
ductivity. Indeed, proton disorder can be interpreted as
an elevated concentration of ionic defects, i.e., charge
carriersinice. Asnoted in the Introduction, the conduc-
tivity calculated by rescaling the extra conductance to
the quasi-liquid layer thickness is 101 Q' m™. We
believe that this result calls for a careful quantitative
verification. Indeed, as the critical temperature is
approached, disorder increases not only in the surface
layer, but also in bulk ice (see second equation in (5)).
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When this effect is ignored, the surface conductivity
may be overpredicted. This may explain the fact that
the quasi-liquid layer thickness inferred from electrical
measurements is always higher than that determined by
other experimental methods. The contribution of bulk
ice to the extra conductivity can be separated from the
surface contribution, since it must depend on sample
thickness. Both studies of the quasi-liquid layer and
verification of their results can be advanced by using
el ectrical measurementswith live or grounded interme-
diate electrodes (guard rings). Guard rings made from
materials characterized by strong electrostatic interac-
tion with ice would reduce its surface conductivity to
zero even without applied voltage. These techniques
can also be used to test materials for low adhesion and
low friction coefficients.

ACKNOWLEDGMENTS

This work was supported by the Russian Foundation
for Basic Research, project no. 01-02-16459 and by ARO
under the Earth and Environmental Sciences Program.

REFERENCES

1. 1.A.RyzhkinandV. F. Petrenko, Phys. Rev. B 62, 11280
(2000).

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 101

N

10.
11

12.

13.

321
I.A. Ryzhkin and V. F. Petrenko, Phys. Rev. B 65, 12205
(2002).

V. F. Petrenko and R. W. Whitworth, Physics of Ice
(Oxford Univ. Press, Oxford, 1999).

M. Faraday, Philos. Mag. 17, 162 (1859).

J. Thomson, Proc. R. Soc. London, Ser. A 11, 198
(1861).

I. Golecki and C. Jaccard, Phys. Lett. A 63A, 374 (1977).

A. Kouchi, Y. Furukawa, and T. Kuroda, J. Phys. C1 48,
675 (1987).

V. I. Kvlividze, V. F. Kiselev, and L. A. Ushakova, Dokl.
Akad. Nauk SSSR 191, 1088 (1970).

Y. Mizuno and N. Hanafuza, J. Phys. C1 48, 511 (1987).
N. Maeno and H. Nishimura, J. Glaciol. 21, 193 (1978).

N. Maeno, in Physics and Chemistry of Ice, Ed. by
E. Whalley, S. J. Jones, and L. W. Gold (Royal Society
of Canada, Ottawa, 1973), p. 140.

M. A. Maidique, A. von Hippel, and W. B. Westphal,
J. Chem. Phys. 54, 150 (1971).

V. F. Petrenko and I. A. Ryzhkin, J. Phys. Chem. B 101,
6285 (1997).

Tranglated by A. Betev

No. 2 2005



Journal of Experimental and Theoretical Physics, Vol. 101, No. 2, 2005, pp. 322-330.

Trangated from Zhurnal Eksperimental’ noi i Teoreticheskor Fiziki, Vol. 128, No. 2, 2005, pp. 370-380.

Original Russian Text Copyright © 2005 by I. G. Kuleey, I. |. Kuleev, Inyushkin, Ozhogin.

ORDER, DISORDER, AND PHASE TRANSITIONS
IN CONDENSED SYSTEMS

The Possibility of the “ Giant” |sotope Effect
for Ultrasound Absorption in Crystals

|. G. Kuleev®*, 1. 1. Kuleev®, A. V. Inyushkin®, and V. I. Ozhogin®
4 nstitute of Metal Physics, Ural Division, Russian Academy of Sciences, Yekaterinburg, 620219 Russia
b1 nstitute of Molecular Physics, Russian Research Centre Kurchatov Institute, pl. Kurchatova 1, Moscow, 123182 Russia
*e-mail: kuleev@imp.uran.ru
Received December 21, 2004

Abstract—The effect of isotopic disorder on ultrasound absorption in germanium, silicon, and diamond crys-
talsisconsidered. The “giant” isotope effect is predicted in the ultrasound absorption coefficient (in contrast to
the isotope effect in the thermal conductivity and thermopower) of these crystals. The parameters determining
the ultrasound absorption coefficients for the crystals under study with different degrees of isotopic disorder are
determined from the known values of elastic moduli of the second and third order. The ultrasound absorption
coefficients are analyzed as functions of temperature and wavevector for isotopically modified crystals. The
possibility of experimental observation of this effect is considered. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

The properties of isotopically enriched germanium,
silicon, and diamond crystals have been attracting the
attention of researches over thelast decade[1-11]. Like
many other crystals, these crystals consist of two or
more stable isotopes distributed at random over crystal
lattice sites. The parameters of the force interactions
between atoms in isotopically disordered crystals are
virtually independent of the isotopic composition since
the electron shell configuration of an atom weakly
depends on the nuclear mass (the scale of the effect is
on the order of the ratio of the electron and nuclear
masses, i.e., ~ 10%-10°). The dependence of atomic
vibrational modes on the isotopic composition emerges
due to the fact that the motion of an atom in the poten-
tial produced by neighboring atoms is determined,
among other things, by its mass M;. Atomic vibrations
at lattice sites can be treated as motion in a harmonic
potential whose parameters depend on the unit cell vol-
ume of the crystal; in the quasi-harmonic approxima-
tion, the frequency and the squared amplitude of atomic

vibrations are proportional to M;"?. As a rule, the

effect of isotopic disorder on the vibrational spectra of
the crystalsisweak in view of the smallness of theratio

|AM/M |, where AM = M; — M, M is the mass of theith
isotope, M = . CiM; isthe average mass of the iso-
topic composition, and C; isthe concentration of theith
isotope. However, some kinetic coefficients may
change significantly depending on the isotopic compo-
sition since the isotopic disorder violates trandational
invariance of the lattice and leads to phonon scattering.

The effect of isotopic disorder on phonons can be
described in terms of temperature-independent isotope

scattering of phonons. The relaxation rate of this pro-
cess is proportional to the fourth power of the phonon
wavevector and the isotopic disorder factor

0= Yoy, @

Upon a transition from germanium crystals with the
natural isotopic composition "™Ge (g = 5.87 x 10%) to
crystals enriched to 99.99% in the "°Ge isotope (g =
0.816 x 1079), the value of g decreases almost by four
orders of magnitude. However, according to [2, 3], the
maximal (in T) values of thermal conductivity increases
by an order of magnitude, while the absolute values of
thermopower [7] increase by more than two times. For
silicon crystals enriched to 99.983% in the 2Si isotope
(g=3.2x107), themaximal values of thermal conduc-
tivity increase, according to [4, 5], by afactor of 7.5 as
compared to its value for "™Si with the natural isotopic
composition (g = 2.01 x 10). It follows from these
resultsthat the observed increasein the maximal values
of therma conductivity and thermopower is much
smaller than theratio of theisotopic disorder factorsfor
natural and enriched compositions of both germanium
and silicon. Thisisdueto the fact that thermal conduc-
tivity is determined by the total time of phonon relax-
ation averaged over al thermally excited phonon states.
The contribution to this quantity comes not only from
isotope scattering, but aso from the phonon—phonon
scattering processes associated with anharmonism in
lattice vibrations, phonon scattering at the sample sur-
face, etc.

Here, we pay attention to another kinetic effect,
namely, ultrasound absorption which can be affected by

1063-7761/05/10102-0322$26.00 © 2005 Pleiades Publishing, Inc.
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scattering of acoustic waves from isotopic disorder
more strongly than thermal conductivity and ther-
mopower.

The absorption coefficient a,(q) of ultrasound
waves with wavevector g and polarization A is propor-

tional to the phonon relaxation rate v,ﬁh (g, T) (see, for
example, [12, 13]),

Von(d, T)
2s)
wheress, isthe velocity of phononsand T is the temper-
ature. Thisexpression impliesthat the procedure of aver-

aging over phonon modes is not involved in determina
tion of absorption coefficient a,(q, T). Expression (2) is

valid when the inequality wmrgh (g, ) > 1 holds,

ox(a, T) = , )

where T}, (q, T) = 1/}, (q, T). For this reason, we will

confine subsequent analysis to the range of tempera-
tures and wavevectors g, in which thisinequality holds.
The dominant contribution to attenuation of acoustic
waves comes from the boundary scattering of phonons,
scattering from defects (including isotope scattering)
and normal phonon—phonon scattering processes (see,
for example, [12]). Wewill confine our analysisto these
relaxation processes. Experimental studies of ultra-
sound absorption [12, 13] show that the inequality

quTgh (9, T) > 1 holds at low temperatures (namely, at
temperatures lower than 50, 100, and 400 K for germa-
nium, silicon, and diamond crystals, respectively).
Obviously, phonon—phonon Umklapp scattering pro-
cesses are ineffective in these temperature regions. In

the opposite limiting case quT?,h (g, T) < 1 corre-
sponding to the Akhiezer absorption mechanism, it is
more appropriate to treat phonons as quasiparticles
moving in asmoothly varying field of an acoustic wave.
In this case, we must take into account the phonon—
phonon Umklapp processes [12].

It should be noted that isotope scattering isindepen-
dent of temperature and makes a constant contribution
to the ultrasound absorption coefficient. The relaxation
rates of phonon modes in anharmonic scattering pro-
cesses rapidly decrease upon cooling; consequently
isotope scattering at low temperatures can make the
main contribution to attenuation of acoustic waves. In
this case, for perfect crystal we have

a,(gi) = 0o\ G;- 3

Since the isotopic disorder factor decreases by more
than 7000 (!) times upon atransition from "Ge to °Ge
(99.99%), the magnitude of the isotope effect for the
ultrasound absorption coefficient may reach giant val-
uesin contrast to isotope effects for thermal conductiv-
ity and thermopower.
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One more circumstance that considerably increases
the value of experimenta study of ultrasound absorp-
tion in isotopically modified crystalsis aso worth not-
ing. Namely, such structurally perfect and chemically
pure crystals may exhibit fine features of phonon mode
relaxation associated with anharmonism of lattice
vibrations.

2. ISOTOPE EFFECT IN TRANSVERSE
ULTRASOUND ABSORPTION IN GERMANIUM,
SILICON, AND DIAMOND CRYSTALS

Let us consider by way of example the transverse
sound absorption coefficient. In accordance with the
prevailing idea [1-11, 14-16], the main mechanism of
transverse ultrasound relaxation in normal three-
phonon scattering processes is the Landau—Rumer
mechanism, in which a longitudinal phonon is gener-
ated as aresult of merging of atransverse and a longi-
tudinal phonon (T + L — L) [17]. This relaxation
mechanism is regarded as the main mechanism for
transverse thermal phonons as well [1-11, 14-16]. It
should be noted that the matrix element of three-
phonon scattering processes for the relaxation mecha
nism of transverse phonons (T <— T + T) isshown to
vanish in the model [18] of an isotropic medium.

For this reason, we will henceforth assume that iso-
tope scattering and normal phonon scattering processes
in the Landau—Rumer mechanism make the dominant
contribution to relaxation of transverse sound. In this
case, in accordance with the M atthiesen rule, we have

T _ . TLL, T
Voh = Venn 1 Vonis (4)

where the transverse phonon relaxation rate for scatter-
ing upon isotopic disorder is given by

hw, T
Vghi = BiT4Z‘11, 2y = Iyt = k;r '
®)
B = QDQDA—VO .
Lk 41'[3?

Here, V,isthe volume per atom and s; isthe velocity of
transverse photons.

The transverse phonon relaxation rate in the Lan-
dau—Rumer mechanism for cubic crystals has the form

Vo = T°2B'(2,, T),
K2S<%(1-S+?)sinh(z,/2) (6)

B'(z,T) = ) @)

1614 p%s, s

Coefficient B'(z,, T) was defined in [19]. In the long-
wave limit (z/z < 1), at temperatures much lower than
the Debye temperature, expression (6) is transformed
into the Landau—Rumer formula [17] with coefficient
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Table 1. Thermo

namic elastic moduli for Ge, Si, and diamond crystals according to [19, 20], in normalization adopted in

[21] in units of 10%* dyne/cm?

KULEEV et al.

Ci1 Co Cas Ci11 Ci2 C123 Cra4 Cis5 Cas6
Germanium 1.289 0.483 0.671 -7.10 -3.89 -0.18 -0.23 —2.92 -0.53
Silicon 1.657 0.638 0.796 -8.25 -4.51 -0.64 0.12 -3.10 -0.64
Diamond 10.76 125 5.758 -62.6 —22.6 112 —-6.74 —28.6 -8.23
Table 2. Parameters AC, Cyq,, C111, Ci55, A and By for Ge, Si, and diamond crystals in units of 1012 dyne/cm?
~ ~ ~ S—l K—5

AC Cr12 Ci1 Cis5 A BTO[(100] )
Germanium -0.54 -3.25 28.01 -1.63 -0.08 12
Silicon -0.57 -4.1 324 -19 0.71 0.099
Diamond —2.01 -10.24 138.1 54 —27.9 0.0063

B™ = Byy, which isindependent of the phonon wavevec-
tor and temperature and has the following form for
cubic crystals:

Bro = TkS**(1-5))[15"p s, s7]

x { A%+ A[25+*(28,55 + AC) + 3C155(1 - S*7)]

5 4 (7)
+(2C155 + AC)(S*)

+ 3(28155 + AC)E1esS* (1 - 57) + 25855(1 - )}
Here,

AC = €y —C1p—2C4, Cys5 = Cis5— Cpas — 2Cyss,

o=

S A = Cyp+3Cyy + 2Cq44 + 4Cys;,
L

5 and s; are the velocities of longitudinal and trans-
verse phonons and ¢;; and ¢;, are thermodynamic elastic
moduli of the second and third orders. In contrast
to[19], where the Tucker and Rampton normalization
[13] was used for the elastic moduli, we use the normal -
ization adopted in [20-22]. A transition to the Tucker
and Rampton normalization [13] is made by substitut-

ing ¢k = (1/6)c;,. It should be noted that elastic mod-
uli AC and C,; aretypical of cubic crystals and distin-

guish these crystals from an isotropic medium. The
equality to zero of these moduli indicates atransition to
the model of an isotropic medium. Consequently, the
first term in formula (7) corresponds to isotropic scat-
tering; the second term corresponds to interference
between isotropic and anisotropic scattering, while the
three last terms correspond to the contribution associ-
ated with cubic anisotropy.
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The values of third-order thermodynamic moduli
were determined experimentaly in [20, 21] in the nor-
malization adopted by Brugger [22] and are given in

Table 1. A trangition to the Birch normalization cﬁk [23]
was carried out using the substitution

— B _ B _ B
Ci1 = 6Cp1, Cip = 2Cq1p,  Cipg = 2Cpp3,

1B 1B 13 (8)

50144: Cis5 = §C1551 Css6 Z]_C456'

Ciag

It should be noted that the coefficient of transitions to
the Birch normalization for the thermodynamic elastic
modulus c,s¢ given in review [20] is erroneous (1/8
instead of 1/4; see [22, 24]). This coefficient was used
in[19] for calculating the phonon relaxation ratesin the
Landau—Rumer mechanism. To correct this inaccuracy,
it isnecessary to double the value of modulus c,s; given
in[19] (Table 1) in the Tucker—Rampton normalization
[13]. This correction does not qualitatively affect the
results obtained in [19] for relaxation rates in Ge, S,
and diamond crystals (cf. Figs. 3a, 3b, and 5forg=0
in the present paper and Fig. 4 from [19]). The quanti-
tative relations between the values of parameters A and
Ciss Characterizing the contributions of isotropic and

anisotropic scattering changein this case, aswell asthe
relations between different contributions to the relax-
ation frequencies for the crystals under study. The cor-

rected values for calculated parameters AC, A, and Ce;
are given in Table 2. Our estimates show that the con-
tribution from isotropic scattering in the crystallo-
graphic [100] direction amounts approximately to 0.1%
for germanium, 6% for silicon, and 52% for diamond,;
the interference term gives 5% for germanium and 40%
for diamond, while the contribution from anisotropic
scattering amounts to approximately 95% for germa-
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nium and 8% for diamond. Thus, germanium is the
most anisotropic crystal among those considered here.
The interference term of Ge and diamond crystals is

positive since quantities A and C,5; have the same sign

(see Table 2), while quantities A, and ¢, for Si crys-

tals have opposite signs. Interference scattering makes
a negative contribution to the transverse phonon relax-
ation rate, its absol ute value being one third of the con-
tribution from anisotropic scattering.

Table 2 contains the corrected values for parameters
Bo- It turns out that the values of coefficients By, pre-
dicted by the theory of elasticity for Ge and Si crystals
are approximately 40 times the values of the fitting
parameters By, used in [3—7, 25, 26] for analyzing the
thermal conductivity of these crystals with various iso-

topic compositions (see Table 2 in [26]). It should be

noted that the relaxation rate v} (z, T) for thermal

phonons (z; > 1) turns out to be much smaller than that
predicted by the Landau—Rumer theory for Ge, Si, and
diamond crystals in the temperature range 1 < T <
100 K. Consequently, the effective value of parameter
By, for thermal phonons is substantially smaller than
predicted by the theory of elasticity in the long-wave

approximation (see[19]). However, even if wetakethis

effect into account, the effective relaxation rates vy

averaged over therma phonons and calculated in the
framework of thetheory of elasticity for Geand Si crys-
tals with different isotopic compositions were found to
be an order of magnitude higher than those obtained
using fitting parameters By, [3-5, 25, 26]. Thisdiscrep-
ancy between the results obtained using the theory of
elasticity and the results of meticulous fitting of exper-
imental data on the thermal conductivity of Ge crystals
with different isotopic compositions [3-5, 25, 26]
called for additional experimental investigations of
ultrasound absorption coefficients in isotopically mod-
ified crystals of germanium, silicon, and diamond.

It should be noted that, when the temperature depen-
dence of therma conductivity is approximated in the
framework of the relaxation method [3-16], expres-
sions for the phonon relaxation rates for anharmonic
scattering processes derived in the long-wave approxi-
mation for the isotropic medium model are convention-
ally used. It was shown in [19] that both these approxi-
mations are inapplicable for calculating the thermal
conductivity of Ge, Si, and diamond crystals of cubic
symmetry with noticeable eastic anisotropy of both
second and third orders. It is hardly appropriate to
speak of unambiguity of the procedure for finding the
parameters that determine phonon relaxation rates in
anharmonic scattering processes, which are obtained
using incorrect approximations with variation of four
(M fitting parameters of the theory. A morereliable esti-
mate of relaxation frequencies can be obtained by cal-
culating the phonon relaxation rates in anharmonic
scattering processes from experimentally determined
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second- and third-order elastic moduli for Ge and S
crystals since cubic anisotropy of the crystal is taken
into account both for harmonic and anharmonic ener-
gies. Such calculations make it possible to find the
absorption coefficient of both long-wave and short-
wave ultrasound. In addition, effective processes of
relaxation of thermal phonons of various polarizations
can be determined and the number of fitting parameters
of the theory required for calculating the thermal con-
ductivity of these crystals can be noticeably reduced. In
this respect, experimental investigations of the absorp-
tion coefficients of longitudina and transverse ultra-
sound in isotopically modified crystals of germanium,
silicon, and diamond are of vital importance, aswell as
calculations of the relaxation rates for thermal and
high-frequency phonons of various polarizations in
anharmonic scattering processes proceeding from
experimentally determined values of elastic moduli of
the second and third orders. It should be noted that the
model of anisotropic continuum is confined to phonon
wavevectors much smaller than the Debye wavevectors
The energies 7wy of such phononsin kg units are lower
than 50, 100, and 400 K for Ge, Si, and diamond,
respectively.

To analyze the dependence of relaxation rate

Vonn (22, T) on the reduced wavevector z, and tempera-

ture, it is convenient to introduce the quantities
TLL

VI (Z, T) = Voon (22, T)/(BroT); then, in the Landau—
Rumer approximation, we obtain

V'*I'LLLR( z;) = z;. 9)

The relaxation rates calculated in [19] for Ge, Si, and
diamond crystalsin the[100] directions showed that, in
contrast to isotropic media, their dependences on the
phonon wavevector are nonmonotonic with two peaks,
the second of which liesin the range of high-frequency
phonons, iw,r > kg T. These features of relaxation rates

VT, L (z, T) are associated with the angular dependence
of the anharmonic scattering probability and anisotropy
in the elastic properties of the crystals under investiga-
tion. However, we disregarded in [19] the effect of iso-
tope scattering aswell as scattering from defects, which
can mask the features associated with anharmonic scat-
tering processes at low temperatures. In contrast
to [19], we will analyze here the effect of isotope scat-
tering on the transverse ultrasound absorption coeffi-
cient. We will prove that the above-mentioned features
of phonon relaxation rate in the Landau—Rumer mech-
anism cannot be observed in Ge, Si, and diamond crys-
tals with a natura isotopic composition. However,
these features can be manifested in isotopically
enriched crystals; accordingly, the dependences of the
ultrasound absorption coefficients on the phonon
wavevector for such crystals have aqualitatively differ-
ent form.
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a, dB/cm

0.01 0.1 1 10

100
T.K

Fig. 1. Temperature dependence of the ultrasound absorp-
tion coefficient for (a) Ge and (b) Si crystals in the [100]
crystallographic direction for a fixed energy of ultrasonic
quantum: T, = 1K (curves1and 1'), 10K (curves 2 and 2),

and 20 K (curves 3 and 3'). Dashed curves correspond to
MaGe and "ASi crystals and solid curves, to "°Ge (99.99%)
and 285j (99.983%) crystals.

Let us analyze the temperature dependence of the
absorption coefficient of transverse ultrasound for a
fixed wavevector in crystals with different isotopic
compositions. Formulas (2) and (4)—(6) imply that

8.68(Brovi T’ +B/Te)
2s;
_ hwgr
q~ kB '

0:(z,T) = dB/cm,

(10)
T

where T, is the energy of an ultrasonic quantum in
kelvins. Figure 1 shows the temperature dependences
of the transverse ultrasound absorption coefficient for
crystals"Ge and "°Ge (99.99%) aswell as"Sj and 2Si
(99.983%) at afixed energy of an ultrasonic quantum.
It can be seen from the figure that the isotope effect
attains high values only for high-energy phonons since
the Rayleigh scattering from isotopic disorder domi-
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nates precisely for such phonons. Different heights of
plateaus at the origin indicate the role of isotope scat-
tering. It should be noted that coefficient a tends to a
constant typical of isotope scattering for T < T, and fol-

lows the T# dependence typical of the Landau—Rumer
mechanism for T > T,. The maximal isotope effect is
observed inthetemperaturerange T < T, (T{/T=2>1).
Inthiscase, theratio o(gn,)/0(9gg 900) OF the ultrasound
absorption coefficientsfor Gecrystalsat T < T, tendsto
the ratio of the isotopic disorder factors g,./Geg g0
(which is approximately 7000 for Ge). This rough esti-
mate shows that the isotope effect in the ultrasound
absorption coefficient may reach “giant” values for
high frequencies and low temperatures.

In experiments on ultrasound absorption in crystals,
the following question arises above all: in what crystal-
lographic direction is the magnitude of the isotope
effect in sound absorption maximal in the presence of
competition between isotopic and anharmonic scatter-
ing processes? For this reason, we will consider the
effect of cubic anisotropy in elagtic properties on theiso-
tope effect in absorption of transverse ultrasound using
Gecrystalsas example. It followsfrom formula (10) that
the magnitude of theisotope effect in the sound absorp-
tion coefficient in the presence of competition between
isotopic and anharmonic scattering processes is max-
imal in the crystallographic direction, for which coef-
ficient B, has the maxima value, while coefficient By,
has the minimal value. In accordance with formula (5),
coefficient B, has the largest value for the direction in
which the velocity of transverse phonons is minimal.
For example, for Ge crystals, we have s;([100]) =
3.55x 10° cm/s, s(([111]) = 3.04 x 10°cm/s, and
sr1([110]) = 2.75 x 10° cm/s for aslow transverse wave
and sp,([110]) = 3.55 x 10° c/s for a fast transverse
wave [11]. If we take the velocity of sound for the Slow
transverse modein the[110] direction, theratio of coef-
ficients by = B,("™Ge)/B,("°Ge(99.99%)) for Gein differ-
ent crystallographic directions has the form b;([100]) :
b,([110]) : b,([111]) = 1.7 : 3.7 : 2.7. According to esti-
mates, coefficient By, is minimal inthe [111] direction,
while the ratio of coefficients By, for various crystallo-
graphic directions hasthe form B,([100]) : Br,([110]) :
Bo([111]) =1.2: 0.46: 0.37.

Numerical analysis of the ratio of the ultrasound
absorption coefficients b, = a("Ge)/a(°Ge(99.99%)),
in accordance with formula (10), in the presence of
competition between isotopic and anharmonic scatter-
ing processes shows that (see Fig.2) the values of ratio
b, for the [111] and [110] directions are close (for the
slow transverse mode), while for the [100] and [110]
directions (for fast transverse mode) the values of b, are
much smaller. It can be seen from Fig. 2 that coefficient
b,(T) tends to unity at T > T,; as the temperature
decreases (T < T), it rapidly approaches the ratio
Orat! Yerricn OF the isotopic disorder factors. To illustrate

No. 2 2005



THE POSSIBILITY OF THE “GIANT” ISOTOPE EFFECT

the low-temperature behavior of coefficient b,(T) in
various crystallographic directions, Table 3 gives its
valuesfor varioustemperatures and values of parameter
T (an ultrasound frequency of 10 GHz corresponds to
T,=0.48K). It followsfrom the table that the measure-
ments of the ultrasound absorption coefficient in Ge
crystals at afrequency of 10 GHz should be performed
at temperatures much lower than 4 K to obtain an
appreciable isotope effect. Although coefficient b, in
the [110] direction for the slow transverse mode is
dightly higher than in the [111] direction, transverse
modes are degenerate in the [111] direction and no
additional efforts are required to ensure the preset
polarization of the transverse mode. Thus, the [111]
direction for Ge and Si crystal is optimal for obtaining
maximal values of the isotope effect in sound absorp-
tion in the presence of competition between isotopic
and anharmonic scattering processes.

The manifestation of the isotope effect in the depen-
dence of the transverse ultrasound absorption coeffi-
cient on reduced wavevector z; at afixed temperatureis
more interesting. To analyze this dependence, we intro-

duce a dimensionless coefficient a (z, T):

GT(Zlv T)ZST -

. Z,. (11
BroT

ar(z, T) = #LL+_B——OiTI—
.

It can be seen from Fig. 3 that, in the long-wave limit
(zy < 1), these dependences for crystals ™Ge and
0Ge (99.99%), as well as for "™Si and 28Si (99.983%),
arevirtually identical since the Landau—Rumer mecha-
nism dominates in this region (see formulas (9)
and (11)). However, for thermal and high-frequency
transverse modes for z; > 1, the dependences of the
ultrasound absorption coefficients for natural and
enriched germanium differ qualitatively. The absorp-
tion coefficient a (z, T) for "™Ge is a monotonically
increasing function of reduced wavevector z;. How-
ever, for highly enriched crystals "°Ge (99.99%) and
285 (99.983%), these dependences are nonmonotonic
with apeak at z, = 4.5 and aminimum at z, = 7.5. It is
only for values of z; > 15 that the absorption coefficient

of ultrasound attains the z‘l1 dependence typical of iso-
tope scattering. However, an interesting situation
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a("Ge)/a("°Ge(99.99%))

10 e
103
1025-
10
1 Ll L
0.01 0.1
Fig. 2. Temperature dependences of the ratio

a("Ge)/("°Ge(99.99%)) of the ultrasound absorption coef-
ficients for Ge crystals at fixed energies Ty, of an ultrasonic

quantum of 1 K (curves 1, 2, and 3) and 20K (curves 1, 2,
and 3') in different crystallographic directions: curves 1 and
1' correspond to [100], 2 and 2' correspond to [111], and 3
and 3' correspond to the slow transverse mode in the [110]
direction.

emerges for a higher degree of isotopic enrichment of
Ge and Si crystals: the ultrasound absorption coeffi-
cient as a function of z; acquires a second peak and a
second minimum (see, for example, curves 3, 3' and 4,
4 for silicon in Fig. 3b). These new features are due to
the dominant role of anharmonic scattering processes
as compared to isotope scattering for short-wave
phonons. Figure 4 illustrates the effect of isotopic dis-
order on the ultrasound absorption coefficient asafunc-
tion of reduced wavevector z, for isotopically modified
Gecrystasinvestigatedin[2, 3]. It can be seen fromthe
figure that the ultrasound absorption coefficient for iso-
topically disordered crystals as well as crystals of °Ge
(96.3%, g = 7.57 x 107°) with a comparatively low
degree of isotopic enrichment is a monotonically
increasing function of reduced wavevector z;; singular-
ities associated with anharmonic scattering processes
are not manifested in these crystals.

An analogous type of dependence is observed for
diamond crysta with the natural and isotopically
enriched compositions (see Fig. 5). For diamond crys-
tals *2C with the natural isotopic composition (98.9%)

Table 3. Coefficients b,(T) for Ge crystals in various crystallographic directions for various temperatures and values of

parameter T,
Tq=048K Tq:_’]_K Tq:]_OK
1K 4K 10K 1K 4K 10K 1K 4K 10K
by [100] 1.92 1.003 1.00012 9.53 1.031 1.001 6791 367.1 7.79
by [110] 41 1.011 1.0003 59.59 1.18 1.004 7194 4966 86.65
by [111] 3.57 1.0093 1.00029 51.66 1.16 1.005 7193 4419 69.11
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Fig. 3. Transverse ultrasound absorption coefficient as a
function of reduced wavevector z; for (a) Geand (b) Si crys-

talsin the [100] crystallographic direction at fixed tempera-
tures (dashed and solid curves correspond to 10 and 20 K,

respectively): (a) curves 1 and 1' correspond to "Ge crys-
tals, 2 and 2—0Ge (99.99%) crystals, 3 and 3—monoiso-
topic "°Ge (g = 0); (b) curves 1 and 1' correspond to M™Si
crystals; 2 and 2—?285j (99.983%) crystals, 3 and 3—285i
(99.994%) crystals, g = 7 x 1078; 4 and 4—?8Si (99.998%)
crystals, g = 3 x 1078; 5 and 5— monoisotopic 22Si (g = 0).

and for enriched °C (99.93%), the ultrasound absorp-
tion coefficient shows no singularities associated with
anharmonic scattering processes. Nonmonotonicity
typical of anharmonic scattering processes in cubic
crystals may appear in the dependence of the absorp-
tion coefficient ultrasound only when the concentration
of the 3C isotope is lower than 0.01%. It was noted
above that the nonmonotonicity in the dependence of
the ultrasound absorption coefficient as a function of
the phonon wavevector is associated with cubic anisot-
ropy of the crystals under investigation and the angular
dependence of the phonon scattering probability in
anharmonic scattering processes.

Let us consider the possibility of experimental
observation of a peculiar dependence of the transverse
ultrasound absorption coefficient on the wavevector in
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Z

Fig. 4. Transverse ultrasound absorption coefficient as a
function of reduced wavevector z; at 20 K for Ge crystals

with various degrees of isotopic enrichment: curve 1—
7076Ge crystals (50/50, g = 1.53 x 10%); 2—"4Ge (g =
5.87 x 107%; 3—"0Ge (96.3%, g = 7.57 x 107°); 4—"0Ge
(99.99%, g = 0.816 x 10~7); 5—monoisotopic "°Ge (g = 0).

highly enriched crystals of Ge, Si, and diamond taking
isotope scattering into account (see [19]). At low tem-
peratures, the value of v*(z, T) (see Fig. 5 in [19])
weakly depends on temperature and isin fact afunction
of z, alone. The positions of maxima and minima and
their values change by less than 1% in the temperature
range 1-20 K for Ge, 1-60 K for Si, and 1-100 K for
diamond. It can be seen from Figs. 2 and 4 that isotope
scattering in isotopically enriched crystals of Ge, S,
and diamond for z; < 6 makes a small contribution to
the ultrasound absorption coefficient. This circum-
stance makes it possible to determine the dependence
of the ultrasound absorption coefficient on the
wavevector (at afixed temperature) from the measure-
ment of the temperature dependence of coefficient
a+(T) at a fixed phonon energy. For this purpose, we

must determine the value of a7 (z;, T) from the dataon

a(T) and reconstruct a7 (z;, T) as a function of z in
accordance with expression (11), assuming that the
temperature is constant. Thus, by measuring the tem-
perature dependence a(T) for ultrasound with 7w, =
10 K in the temperature range 1-50 K, we can deter-
mine a7 (z,) in the range of reduced wavevectors 0.2 <
Z, < 10. This circumstance might be interesting for
experimenters.

3. DISCUSSION OF THE ROLE
OF BOUNDARY SCATTERING

Up to now, we have considered the volume absorp-
tion coefficient of transverse ultrasound. However,
finite-size samples always exhibit scattering of acoustic
guanta at the boundary, which leads not only to
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momentum relaxation of acoustic waves, but also to a
change in their polarization. The important role of the
change in polarization of scattered waves upon their
reflection from the boundary surface in cubic crystals
wasindicated in [27]. Unfortunately, the role of bound-
ary scattering in ultrasound absorption has not been
studied comprehensively (see[12, 13]). For thisreason,
we will estimate this effect proceeding from the results
obtained for the lattice thermal conductivity of Ge and
Si crystals[2-5, 25, 26]. The phonon relaxation rate for
scattering at sample boundaries, as well as for scatter-
ing from isotopic disorder, is independent of tempera-
ture and is defined by the formula

A S D1 P L% 6 1
Vg = — Csy x10" s,
ST T R (12)
Cs = CgSe, L. = 1125

where | is the sample length, S is the cross-sectional
area, P is the probability of specular reflection of
phonons, and L. isthe Casimir length. Thelength of our
samples [2, 3] was 20—40 mm and the cross-sectional
areawas 2-6 mm?. Thevalue of v,z in Geand Si crys-
tals with various isotopic compositions was (1-2) x
10 s, The necessary condition for observing the iso-
tope effect in the ultrasound absorption coefficient is
the fulfillment of the inequality v}, > Vi .

For Geand Si crystals, we can easily derive the fol-

. . T
lowing expressions for rates v y,; :

~ 9 T oL g 4
phl 9 89 Tq, Vphi -~ 729_Tq

nat nat

(13)

Order-of-magnitude estimates show that the relaxation
rate of transverse phonons scattered from isotopic dis-
order for high-frequency ultrasound with energies T, =

(10,30,50) K is V;m = (107, 10, 10°) x 106 s* both for
germanium and for silicon. Thus, the isotope effect in
the ultrasound absorption coefficient measured on the
same Ge samples asin [2, 3] is strong only for hyper-
sonic quanta with energies T, > 20 K. However, by
increasing the cross-sectional area of the samples and
polishing the sampl e surface more thoroughly, it is pos-
sible to reduce boundary scattering by at least an order
of magnitude. This will permit observation of the iso-
tope effect closer to its bulk value for highly enriched
Geand S crystals (see above estimates). In this respect,
it would be interesting to use another experimental
geometry [12, 13], namely, to measure the ultrasound
absorption coefficient on disk-shaped samples with
| < d (where d is the disk diameter) for reflection or
transmission. If the size of the emitter and detector is
much smaller than the disk diameter, we can get rid of
scattering from lateral faces of the sample, while opti-
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Fig. 5. Transverse ultrasound absorption coefficient as a
function of reduced wavevector z; for diamond crystals in

the [100] crystallographic direction at fixed temperatures
(dashed and solid curves correspond to 50 and 100 K,
respectively): (a) curves 1 and 1' correspond to natural

diamond with 1.1% of isotope 13C (g = 7.5 x 10°); 2
and 2—diamond with 0.07% of 13C (g = 4.9 x 107%); 3
and 3—diamond with 0.01% of 13C (g = 6.9 x 107); 4
and 4—diamond with 0.001% of 13C (g= 6.9 x 1078); 5 —
monoisotopic diamond 12C (g = 0).

cal polishing of end faces may substantially reduce the
role of boundary scattering. Inthisway, it ispossible to
lower the ultrasound frequency on which an apprecia-
ble isotope effect can be observed and enhance the
effect at a fixed ultrasound frequency, since boundary
scattering for highly enriched crystals will apparently
determine the lower boundary of the absorption coeffi-
cient. However, the giant isotope effect in ultrasound
absorption can be observed only in the terahertz fre-
guency range (1 THz = 50 K). It should be noted that
the conditionsfor observation of the giant i sotope effect
in Si and diamond crystals are more favorable in view
of higher Debye temperatures as compared to germa-
nium. On account of advances made in studying the
generation, propagation, and absorption of hypersonic
guantain the terahertz range [28-30], thetechnical pos-
sibility of such investigations appears as quite realistic.

4. CONCLUSIONS

Thus, we have obtained anumber of estimates of the
isotope effect in the ultrasound absorption coefficient in
Ge, Si, and diamond crystals. This effect may reach
“giant” values in contrast to the isotope effect in ther-
mal conductivity and thermopower. It is shown that
investigation of the ultrasound absorption coefficient in
isotopically enriched crystalsis undoubtedly of consid-
erable interest as a tool for studying the features of
anharmonic scattering processes in such popular crys-
tals in microelectronics as germanium, silicon, and
diamond.
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Abstract—The intuition from condensed-matter physicsis commonly used to generate ideas for possible con-
finement mechanismsin gauge theories. Today, with aclear but puzzling “spaghetti” confinement pattern aris-
ing from a decade of lattice computer experiments and implying the formation of a fluctuating net of peculiar
magnetic vortices rather than condensation of homogeneously distributed magnetic monopoles, the time has
cometo reverselogic and search for similar patternsin condensed-matter systems. The main effect to be sought
in a condensed-matter setup isthe simultaneous existence of narrow tubes (P-vortices or 1-branes) of the direc-
tion-changing electric field and broader tubes (Abrikosov lines) of the magnetic field, a pattern dual to the one
presumably underlying the confinement in gluodynamics. As one possible place to search, we suggest systems
with coexisting charge-density waves and superconductivity. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

A possible solution of the confinement problem [1-12]
should answer questions at two related but somewhat

different levels.!

(i) 1t should alow a reliable evaluation of various
guantities, such as the gap in the spectrum of perturba-
tions around a true vacuum, the string tensions in the
area laws for the Wilson loops in different representa
tions, as well as the masses of glueballs and other had-
rons (when light quarks are taken into consideration).

(i) It should provide a simple qualitative picture of
how avacuum isformed, how the linear potential arises
between remote sources with nonvanishing N-alitiesin
the absence of light quarks, and how massive colorless

T The text was submitted by the authors in English.

1 We discuss confinement as a problem in pure gluodynamics and
ignore all issues related to fermion condensates and chiral sym-
metry breaking. In real-world QCD, effectsrelated to light quarks
can be more important for a large part of hadron physics, and
even the dominant confinement mechanism may be different [9].
Therefore, in the study of confinement in gluodynamics, one
should rely more upon computer than accelerator experiments.
We also do not dwell upon the promising “holistic” approachesto
confinement, exploiting various general properties of gluodynam-
ics [10] or building a particular kind of self-consistent approxi-
mation to correlation functions [11, 12]. Instead, we discuss the
| attice experiment results, providing a microscopic description of
relevant field configurations and their common properties, and
address the question of whether this mysterious pattern has ever
been observed in other types of physical systems.

hadronsareformed in the absence aswell asinthe pres-
ence of light quarks.

Of principal importance for the development of the-
oretica (not computer-experimental) quantitative
methods at level (i) would be identification of a true
vacuum |vacl4—afunctional of fields at agiven moment
of time, which isthe lowest eigenstate of the nonpertur-
bative Yang—Mills Hamiltonian—with al the other
eigenstates presumably separated from |vacl by a non-
vanishing gap.

The relevant approach to (ii) would instead identify
arelatively small subspace in the space of all field con-
figurations (labeled by a sort of collective coordinates)
and substitute the original problem of Yang—Mills
dynamics by that of amore or lessfamiliar medium, the
QCD ether (like a gas of monopoles or P-vortices, a
dual superconductor, or something else). The underly-
ing belief here isthat the original functional integral at
low energies receives a dominant contribution from a
restricted set of field configurations and can therefore
be substituted by some more familiar effective theory,
describing (at least qualitatively) the low-energy quan-
tities as averages over this auxiliary medium and
expressing the problems of low-energy quantum Yang—
Mills theory viathose of the medium dynamics.

Understanding confinement  requires certain
achievements at both levels (i) and (ii): the existence of
apictureiswhat distinguishes understanding from just
calculability, while the possibility of making calcula-

1063-7761/05/10102-0331$26.00 © 2005 Pleiades Publishing, Inc.
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() (b)

A O

Fig. 1. The origin of the gauge field mass in the Debye
screening mechanism. (a) The case where charged particles
are originally in the medium. The entire diagram is propor-
tional to the concentration ny of these particles in the

medium. For nonvanishing temperatures (unavoidable in
any lattice calculations), ny is never zero (but can be expo-

nentially small). (b) The case where the charged pairs are
created in the medium (including the physical vacuum) by
the gauge field itself. In this case, the screening is usually
much softer and can result in aslow running of the coupling
constant rather than in exponential screening.

tions or at least estimates is a criterion for selection of
the correct picture among alternative ones.

The problem of confinement consists of two parts:
one should explain why

(i) al gaugefieldsare screened (i.e., al gluons, elec-
tric and magnetic, acquire effective masses ~Aqcp) and

(ii) there nevertheless exists a peculiar long-range
color—lectric interaction described by a narrow tube
where electric force lines (carrying a flux with nonvan-
ishing N-dlity, i.e., in a representation that cannot be
obtained in a product of adjoints, such that the tube is
stable against string-breaking caused by creation of a
set of gluons) are collimated and give rise to the linear

interaction potential V(R) ~ oR a R> Agep with the
string tension 0 ~ Ajcp and the string width r, ~
/\Z)1CD|09(R/\QCD) :

We call this double-face situation the dual Meiss-
ner—Abrikosov (MA) effect.

The spaghetti vacuum pattern [6], discussed below,
implies that, in addition to (i) and (ii),

(iii) one more long-range interaction survives,
described by a very narrow tube (P-vortex or 1-brane),
with collimated color—magnetic force lines, popul ated
by O-branes, looking in certain aspects like magnetic
monopol es and antimonopol es, with the direction of the
magnetic field reversed at the locations of the O-branes;

(iv) the P-vortices can merge, and when split they
form adense net percolating through the entire volume.

Thus, in some sense, the dual MA effect is comple-
mented by a kind of ordinary MA effect, although the
magnetic Abrikosov tubes carry an essential additional
structure (moreover, as we discuss below, the oversim-
plified description of this structure given in (iii) is not
gauge-invariant and, hence, is not fully adequate).
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2. SCREENING IN THE ABELIAN THEORY

It iswell known that the MA effect per se does not
require a non-Abelian gauge theory for its manifesta-
tion. It can aready be discussed at the Abelian level.

There are many ways to obtain a particular kind of
the screening effect (a), and many of them allow a par-
ticular kind of long-range interactions to survive.

M assive photon. Complete screening with no long-
range interactions is described by the effective
Lagrangian of the type

EFZ

2 A2
2 w T MAL (D)

It explicitly breaks gauge invariance and contains non-
propagating degrees of freedom A, giving rise to an
instantaneous, but still screened, interaction.

Debye screening. This occurs in ordinary conduc-
tors, electrolytes, and some phases of plasma and is
described by the effective Lagrangian

1 m’

e_szv_Ei?Ei' (2)

It explicitly breaks the Lorentz invariance and com-
pletely screens static electric fields, while magnetic and
time-oscillating electric fields remain long-range. The
massive term is usually produced by the process shown
in Fig. 1, with n? being proportional to the concentra-
tion ny of the electric charges in the medium. If these
charges are not originally present, then n? 0 n, either
due to nonvanishing temperature, or, if the temperature
is zero, to the probability of charge—anticharge creation
by an imposed external electric field. This probability,
and hence, n?, normally contains extra powers of
4-momenta, such that the screening mechanism
becomes essentially softened and leads, for example, to
the slow running coupling phenomenon in QED and
QCD, described (in these Lorentz-invariant cases) by
the effective Lagrangian

1
Hv ez ( A)
In 3 + 1 dimensions, the A-dependenceisjust logarith-
mic, at least in the leading approximation, and, hence,
no real screening occurs; gauge fields remain massless.
In non-Abelian theories, magnetic interactions also
enter the game, producing the antiscreening effect
in (3), outweighing the screening one [13]. It is not
quite clear whether just this antiscreening could lead to
the confinement effect beyond the leading-logarithm
approximation (see, e.g., [11]).

To be more precise, in redistic systems, the effec-
tive Lagrangian (in the case of linear responsg, i.e.,

F Fuv- (3
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weak figlds) is expressed in terms of the dielectric
constant

ij—

kK kik;
€. = Ty € ((A),k)+_J€ (0‘)7k)’
ad k20 k> (4)
1

P = e_z[':tzw +(eg—1)E2 + (e + e”)BjianlzdivEE},

and isnot universal, because the frequency and momen-
tum dependence of € and e, can be very different in dif-
ferent regimes. Important for the Debye screening (long-
distance exponentia decay of the field correlator) is the
presence of a singularity in the longitudinal dielectric
constant at large distances (small k?) [15]:

2 2
€” = l+¥+0(w),
k

where the omitted terms describe a highly nontrivial
frequency dependence. Indeed, the static correlator is
kik; kiki
[EEO0—— = ——L—, ©)
Gllk k + POO

where Py, = (¢, — 1)k? is the static value of the compo-
nent of the photon polarization operator P, (the “€lec-
tric” mass [16]).

Dual Debye screening. Thisis described by a dual
effective Lagrangian of the type

2

lez oM

d

= H, 6
e2 Hv i ( )
and implies screening of static magnetic fields. It is
unclear whether any condensed-matter systems with
this type of behavior have already been discovered. In
ordinary electrodynamics without magnetic charges,
we have a counterpart of (5),

k?5,; — kik;

K*+P
where the “magnetic” mass P is given by the static
value of the spatial components of the photon polariza-
tion operator (P; “=° (§; — kk/k? P due to the gauge
invariance). In a gas of magnetic monopoles, it
becomes (see Polyakov's book in [1])

kik;
EHiHjD= Bij—m.

HHO= ©)

(8)

2We note that the formulation in terms of the dielectric constant
and magnetic permesbility p can be useful in the search for solid-
state counterparts of the confinement phenomenon (see, eg., [14]):
electric confinement (similarly to that in QCD) can be described
by € = 0, while magnetic confinement (similarly to the Meissner
effect in superconductors) is attributed to 1 = 0.
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Chern—-Simons screening. It is described by the
peculiar gauge-invariant Lagrangian,

1 o..B
SFptm
e

euv)\a...BA)\FuV' (9)

It describes aspects of the Hall effect and related phe-
nomena, is Lorentz-invariant (m is a scalar) only in
2+ 1 dimensions, and—only in this dimension—
makes the photon massive, but the long-range Aha
ronov—Bohm interaction still survives[17].

Abelian Higgs model. The ordinary (not the dual)
Meissner—Abrikosov effect is modeled by the Abelian
Higgs (Landau—Ginzburg) effective Lagrangian

1
F2, + D@+ A(lgl* —m?), (10)

2
e

After @ condenses, (= me®, the gauge fields become
massive, thus giving rise to effect (i): the Meissner
effect for magnetic and electric fields. However, the
mass is actually acquired not by the A, field but by the

gauge-invariant combination A, =A, —9,8, and hence

the mode Ap = 0 can ill propagate over large dis-
tances, which explains effect (ii): emergence of Abriko-

sov tubes. Au =0 doesnot imply that A, = 0,8 isapure
gauge if B(x) issingular and IA“ dx* # 0 for some con-

tours C. In an Abrikosov tube stretched along the z axis,
0 = arctan(y/x) istheangleinthexy planeand Cisany
contour in this plane encircling the origin. Because 8 is
the phase of the smooth field ¢, the modulus |@|should
vanish onthezaxis, where @ isnot well defined; i.e., the
condition |[pJl= mis destroyed in the vicinity of zaxis,

in atube with the cross section > = T[rﬁq . Thisleads to

an energy of Am*Z per unit length of the tube, while the
energy of the magnetic flux ® in the tubeis ~(9/%)%x =
®?/z. Minimization of the sum of these terms with
respect to 2 defines the characteristic width of the tube:

_ 2 )]
Zm = Tl.TmD/\/_)\—az.

If electric charges q smaller than that of the Higgs
field @ are present in the theory, then g can be smaller
than 1 and the Aharonov—Bohm effect is observed
when such charges travel around the Abrikosov tube at
any distance: thus, even though al gauge fields are
massive, the Aharonov—Bohm interaction also remains
long-range (unscreened) [18].

The technical reason allowing magnetic Abrikosov
lines to exist is that the equation F,, = &(x)d(y) can be
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easly solved:

y

J y
X1

A, = diarctan?, A, = 0 arctan<,
X

and the Higgs field just provides a source of the needed

form, with the electric current

Jx=0,Fy =0(x)0(y), Jy=—0.Fy =—0(X)0(y)

rotating around the z axis.

To obtain an electric Abrikosov line, we need to
solve the equation Fg, = &(x)d(y), which violates Bian-
chi identity and requires the existence of a magnetic
current (rotating around the z axis) and, hence, in a
Lorentz-invariant setting, of magnetic charges (mono-
poles).® Therefore, in order to describe confinement
with properties (i) and (ii), where the dual MA effect is
needed, the dual Abelian Higgs model (the dual super-

conductor model) is often used where the Higgsfield ¢
is magnetically charged; i.e., it interacts with the dual

field Ay, such that
~ _ ~ ~ _ 1 _
Fp\; - a“A\) —aVAp - éeuvqﬁ FC‘B - GquBanB.

Inthistype of scenario, the role of non-Abelian degrees
of freedom is thought to be the imitation of Higgs
degrees of freedom (see, e.g., W in Eq. (20) below and
[19]), and the problem is to find a mechanism leading
to their appropriate condensation.

As already mentioned, the lattice experiments (see
Section 4 below) imply that the real pattern (and, per-
haps, the mechanism) of confinement can be more
sophisticated and may imply the coexistence of (B)
electric and (y) structured magnetic tubes. Therefore, it
isimportant to note that no Abelian model isknown that
allows the coexistence of magnetic and electric MA
effects, e.g., no effective Lagrangian of the form

1 ~2 R2
e—zFﬁv + Me AL+ mEA, (12)

isallowed. Therefore, if such coexistenceisnot an arti-
fact of lattice experiments (which is not considered
very probable nowadays), it requires construction of
more sophisticated models. A natural hope is that such
models can be straightforwardly built in modern string
theory (involving branes) and realized in condensed-
matter systems.

3Simi|ar|y, in order to have a magnetic tube, where the field is
not constant along the line (in particular, changes direction at
some points z), we must solve the equation F,, =
%é(x)é(y)l'lasgn(z — Z), which violates Bianchi identity at x =

y= 0, z = z, and, therefore, requires magnetic charges (mono-
poles) at these points.
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We note that some kind of restoration, at |east par-
tial, of electromagnetic duality present in Abelian pho-
todynamicsisneeded. Thisduality isusually broken by
all known relevant modifications: by the introduction of
electric charges (without adding their magnetic coun-
terparts), by embedding into a non-Abelian theory
(where electric and magnetic interactions of gluons are
different), by the addition of a Chern—Simons term, or
by coupling to Higgs scalars and going to a supercon-
ducting phase. L attice experiments strongly suggest the
need for some—yet unstudied (topological, i.e., with
the field content of afield, not string, theory)—stringy
phaseswith both “fundamental” and D1 strings present,
where screening and MA phenomena do not contradict
the electromagnetic duality.

3. 3d COMPACT QED

The sample example [2] of the confinement proof in
the Abelian (2 + 1)-dimensional compact electrody-
namics (embedded into the non-Abelian Georgi—
Glashow model to justify compactness and provide
ultraviolet regularization, rendering the instanton
action finite) actually deals with random confinement
[6, 12] and with Wilson’'s confinement criterion [1]: not
fluxes but their squares acquire vacuum averages, [P+
0, [@2# 0O, and this suffices to provide the area-law
behavior for the Wilson loop averages. In this example,
the relevant medium in two space dimensions is
obtained as atime slice of an instanton gas with Debye
screening. Instantons in Abelian (2 + 1)-dimensional
theory are just ordinary three-dimensional monopoles
and antimonopoles with magnetic fields

_ VA _ rp
- €HVAF - igr—s,

H (12)

u

or

r 4
H = +g—E— er/Z

* 13

= *g e (13)
where e and & provide the respective ultraviolet (from
the underlying non-Abelian theory) and infrared (from
the Debye screening in the monopole—antimonopole
gas) regularizations; g is the monopol e charge, normal-
ized such that 2eg = integer. Thus, the medium looks
like aset of appearing and disappearing vortex—antivor-
tex pairs with the pseudoscal ar 2d magnetic and vector
2d electric fields

B = GijFij = +g—t

_(X2 + t2)3/2’
€ Xj (14)
E = Fy = 2g—1——.
! ! (X2 + t2)3/2
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The field E; produced by the time variation of B has
nontrivial vorticity and, hence, contributes to the rect-
angular Wilson average over this medium,

0 _
expmef(Aodt + Adx')J
O C

U
= expD'eJ'E Coxdtd),
O S

where the contour C liesin the xt plane and Sintersects
the xy plane by asegment C. The contribution of avor-

tex to the integral ICE -dxis

(15)

L

ydx 2y
* O+
__[(Xz + yz + t2)3/2

+ 16
L W

for L > JJy*+t* (with the distance~y* +t* actually
bounded from above by the Debye radius &), and fur-
ther integration over t gives

+H4mgd = iZT[gﬁ = +2mgsgny a7

for the contribution of avortex provided that the vortex
liesinadice of width & < L around the surface S. This
flux is one-half of the full flux 4mgy of the charge-g
monopole. The factor 1/2 appears here because only
half of the vorticity of E contributes to the integral.
Because contributions of vortices and antivortices have

opposite signs, the average of [Edxdt itself is, of

course, vanishing, but the even powers of this integral,
and hence the Wilson exponential, can have nonvanish-
ing averages. The simplest estimate with the help of
Poisson distributions gives [20]

0 _
expmef(Aodt + Adx' O
& C

P AC-10]

n,n_=0

x exp(4mieg(n, —n_)®)
= exp(-2n(1 - cos(41megd))).

Because the average number of contributing vortices
and antivorticesis h =&Adn,, where Agistheareaof the
surface S and n, is the concentration of vortices
(depending primarily on the instanton action, which is
in turn defined by the ultraviolet regularization), we
obtain the area law for the Wilson loop, at least for the

(18)
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minimal value eg = 1/2 allowed by the Dirac quantiza-
tion condition.* The average

<exp%ef(Aodt + Aidx)§> = <exp%ej’8dxdyé> (19)
b C O S

of a spacelike Wilson loop with Slying in the xy plane
and bounded by the curve C can be calculated similarly.
This average is given by the same formula (18).

Another interpretation of the same calculation [3]
implies that the distribution of vortices is affected by
the presence of the loop, such that the vortices and anti-
vortices are concentrated around the surface S and
screenit.

4. CONFINEMENT IN 4D

In 3 + 1 dimensions, no such simple calculation
from first principlesis yet known. The main difference
is that ordinary instantons in 3 + 1 dimensions are no
longer charged: their field vanishes too fast at infinity,
and, therefore, the confinement mechanism should
involve an additional dissociation of instantons into
something like magnetically charged merons [3, 22].
Time dlices of instantons are now 3D objects, namely
monopol e-antimonopole pairs (if viewed with aspecial
gauge), and the instanton describes the process of their
spontaneous creation and annihilation.

The expectation is that, in a dense instanton gas (or
liquid), recombination takes place between monopoles
and antimonopol esfrom different pairs, thus picking up
achain of instantons from the liquid (see Fig. 2).

The spaghetti vacuum pattern implies that such
chains are actually spread out through the entire vol-
ume and form a“ percolating cluster” [20, 23].

As in the (2 + 1)-dimensional case, electric fields
with nonvanishing vorticities, caused by the moving
monopoles and antimonopoles, contribute to the Wil-
son averages in 3 + 1 dimensions and give rise to the
arealaws.

At present, there is no absolutely convincing theo-
retical argument in favor of these ideas; instead, they
received considerable support from computer experi-
ments.

“Experimental” lattice results. Lattice computer
simulations are primarily targeted at producing qualita-
tive results in the spirit of (i) and, thus, at providing a
proof that the Yang—Mills functiona integral indeed
describes atheory with a mass gap, alinear potential, a
realistic hadronic spectrum, and realistic hadron inter-
actions. Remarkably enough, these experiments could

4 There are corrections to this oversimplified calculation [20, 21],
which can, in particular, destroy the prediction in (18) that con-
finement disappears for even magnetic charges (when the relevant
flux @ isinteger).
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Fig. 2. Possible phases of the recombinant plasma of the
instanton gas. (a8) Recombinant phase (ordinary instanton
gasin 3 + 1 dimensions): each instanton is the process of
creation and annihilation of amonopole-antimonopole pair.
(b) Transition to the jumping recombinant phase (instantons
dissociated into merons): created pairs do not coincide with
annihilating pairs. The hatched domain corresponds to a
meron. (¢) Jumping recombinant phase: achain is naturally
formed.

also be used for research in direction (ii), and they
indeed produced very inspiring results. However, up to
now, the simulations are not very detailed and the func-
tiona integral is actualy replaced by a sum over a
rather small random subset of field configurations that
are believed to make the dominant contribution.
According to (ii), one can hope that most of these dom-
inant configurations have something in common—and
this is what actualy happens—providing a clear
description of the medium required in (ii).

This experimentally discovered [24, 25] medium
appears somewhat unexpected (see [6] for the original
suggestion of this “Copenhagen spaghetti vacuum”
and [26] for comprehensive modern reviews and refer-
ences): it turns out to be filled with peculiar one-dimen-
sional objects (with two-dimensional world surfaces)—
P-vortices—which, in a certain Abelian approximation
(see the next subsection), look like narrow (with a

width of r, < /\ch) tubes of magnetic field, directed

along the tube and changing direction to the opposite at
locations of monopoles and antimonopoles, which
form a one-dimensional gas inside the tube® Such

5In contrast to the P-vortices themselves, the monopoles and anti-
monopoles inside them are difficult to define in a gauge-invariant
way. Even the direction of the tentative Abelian magnetic field
and, hence, the exact positions of monopoles and antimonopoles
inside the P-vortex are unphysical: they can be changed by gauge
transformations. Indeed, to change the direction of an Abelian

field strength Fiv at agiven point, it suffices to perform a singu-
lar gauge transformation conjugating the fields by a unitary

matrix like o* at this point (although it is not absol utely clear how
to perform such an operation consistent with the maximal Abe-
lian projection, described in the next subsection). There is still a
controversy in the literature (see, e.g., [27] for different points of
view) about the actual internal structure of the P-vortices and the
(dis)advantages of visuaizing them in terms of monopoles and
antimonopoles.
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objects are obviously stable against the creation of
monopole—antimonopole pairs: such processes cannot
break the tube in two, because the magnetic flux
through any section outside the monopole coresis 1/25
The net of these direction-changing color—-magnetic
tubes fills the entire space [20] (forming a “ percolat-
ing cluster” [23]),7 and in thismedium, the forcelines
of color—electric fields (emitted by sources of nonva-
nishing N-ality) also form tubes (of width r, ~ /\51CD ),
thus giving rise to the confinement phenomenon. In
lattice experiments, the arealaws for appropriate Wil-
son-loop averages are explicitly verified, and the
P-vortices from a percolating cluster are shown to
make the dominant contribution to string tensions.
Theoretically, the contribution of P-vortices to the
string tension depends on their abundance, and one of
the tasks of the theory is to explain the origin of the
medium of P-vortices and ensure its consistency with
Lorentz invariance.

So far, there is no clear theoretical explanation of
why and how such amedium isformed in non-Abelian
gauge theories and why—once formed—it can giverise
to a dual Meissner effect and lead to confinement,
although the (lattice) experimental evidencein favor of
this pattern is rapidly growing.

A serious drawback to the published results of lat-
tice experiments is that they do not provide essential
information about instanton-like and meronlike config-
urations and their probable association with the local-
ized P-vortex clusters, furthermore, they have not
explicitly studied the configurations of collimated
color—lectric force lines between sources with nonva-
nishing N-ality (which do not need to be fermions).
Information about these color—electric tubes has been
extracted indirectly from the study of Wilson averages.
Thisisnot enough to understand what happensto these
tubes, for example, after the maximal Abelian projec-
tion, and whether their content indeed looks like an
Abedlian electric field exactly in the same projection
where the P-vortices look like the tubes of a direction-
changing Abelian magnetic field. Any data touching
upon this issue would be extremely useful for further
clarification.

Maximal Abelian projection. The“P” in “P-vorti-
ces’” comes from the word “projection” [29]. It is
inspired from the way they are often sought and stud-
ied, which is not gauge-invariant, even though the
P-vortices themselves are in fact gauge-invariant (see
Fig. 3).

6 This does not contradict the possibility that isolated monopoles
are screened [28].

7 In addition to the percolating cluster, there also exists a variety of
nonpercolating ones also populated by monopoles. There is no
agreement in the literature on whether these nonpercolating clus-
ters are lattice UV artifacts or if they actualy contribute in the
continuum limit.
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A procedure called maximal Abelian projection
(MAP) is commonly used.® It splits into two steps.

First, for every configuration of the fields Aﬁ (x), taken

with theweight dictated by the true non-Abelian action,
the maximal Abelian gauge is chosen by minimizing

the lattice counterpart of W;W; (X)d*x along the

gauge orbit. This first step is absolutely justified
(athough technically it suffers from ambiguities
caused by the existence of Gribov copies).

This makes it possible to introduce the induced
effective action S(A), obtained after integration over

the other components (W, = A;  iA”, D,(A) =9, +
ieA)):
e + +| 2
exp(-§(A)) = [DW DW 3(|D, (AW,
x detrp(0,Dy(A))
nl + Han2 (20)
< 5] (Fun + (WIWG-W0))
2 Qg
B
At the second step, S(A) is used to define Abelian
correlation functions

< |‘| 0(A3)> s< |‘| O(W; =0, Aﬁ)>
i MAP i

_ 3 -S(A) + 3
= [DAe Y oW = 0. A).
i

+|Du(A)W,

(21)

This step implies that the true non-Abelian action is
used; i.e., contributions from the virtual W¥-bosons in
loops are included, although omitted from external
lines. Therefore, the second step—the projection
itself—is an approximation:

o)

S(AY)

(22)
# IDAﬁe‘ [1O(W; = 0. AD.

Its experimentally discovered [31], surprising effi-
ciency (as compared to the complete answer including

non-Abelian fields) is often called the hypothesis of
Abelian dominance. Although so far theoretically

8 Comparison with the results of lattice experiments in other Abe-
lian approximations usually demonstrates that the (gauge-nonin-
variant and necessarily approximate) language of monopoles is
most reliable in MAP, the use of this language in other calcula
tional schemes can often be misleading [30].
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Fig. 3. Thisfigure, taken from seminal paper [25], isthe best
existing illustration of what P-vortices are and what the
maximal Abelian projection does. (a) A fragment of thedis-
tribution on field strength in an original configuration of

fields Aﬁ (%), from the set of those fields that give a domi-

nant contribution to the non-Abelian functional integral.
The strengths are nonvanishing within a narrow tube, the
P-vortex. Actually, the entire configuration looks like a net
of P-vortices, containing the “percolating cluster,” which
has proper scaling properties and survives in the continuum
limit. The arrows indicate directionsin color space. (b) The
maximal Abelian gauge is chosen, which minimizes
i W;WQ ()d*. It isjust a choice of gauge (field strengths
are rotated), no approximation is involved. Certain struc-
tures are clearly seen in the distribution of field strengths
inside the tube. (c) Maxima Abelian projection is per-
formed: \/\/fl (X) are set equal to zero. The structures in

(b) turninto aclear (but approximate) pattern of collimated
magnetic force lines, changing direction at the location of
monopoles and antimonopoles. No peaks of magnetic
energy occur at these locations.

unjustified and uncontrollable, it provides a convenient
language for description (visualization) of the confine-
ment phase: it is at this level that monopoles and anti-
monopol es appear. Figure 3 can serve as an illustration
of how MAP works.

Thetheoretical problem of evaluating S(A) remains
open. We refer to [19] for interesting attempts to iden-
tify condensing modes and vortexlike structures in
functional integral (20) and to [32] for a supersymmet-
ric model with BPS configurations that look like mag-
netic P-vortices populated by monopoles.

5. ARE THERE CONDENSED-MATTER
ANALOGUES OF CONFINEMENT?

Returning to thelattice results above, anatural ques-
tion to ask is whether anything similar can be found in
other avatars of gauge theories, for example, in con-
densed-matter or plasma physics. There, one would
rather expect to encounter adua type of medium: elec-
tric P-vortices formed by chains of positive and nega-
tive electric charges, connected by narrow tubes of
electric fields with fluxes +1/2, and the ordinary (mag-
netic) MA effect, implying formation of magnetic-field
tubes with a constant unit flux (and confinement of
hypothetical magnetic charges), caused by or at least
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consistent with the existence of such electric P-vorti-
ces. In condensed-matter analogues, the underlying
non-Abelian Yang-Mills dynamics responsible for the
formation of P-vortices should presumably be replaced
by some other dynamics (additional forces) allowed in
condensed-matter systems. The whole situation (the
coexistence and even mutual influence of electric
P-vortices and magnetic MA effect) is already exotic
enough to make one wonder if anything like this can
occur in any kind of natural matter systems.

The main effect to be sought in a condensed-matter
setup is the simultaneous existence of narrow tubes
(P-vortices) of direction-changing electric field and
broader tubes (Abrikosov lines) of magnetic field—a
dual pattern to the one underlying the spaghetti confine-
ment mechanism of gluodynamics. Thisclearly implies
that superconductivity (from the dual superconductor
scenario), if relevant at all, should be of a more sophis-
ticated nature than just the single-field condensation
(monopole condensation), and the superconducting
order should be caused by, or at least coexist with, an
order of some other type (responsible for the formation
of P-vortices). This looks almost like the requirement
that the Meissner—Abrikosov effect (for the magnetic
field) coexistswith (or, perhaps, isevenimplied by) the
dual Meissner-Abrikosov effect (for electric field), but
actually, the tubes of the electric field should be differ-
ent: they should have an internal structure, namely, a
one-dimensional gas of positive and negative electric
charges, and an electric field aong the tube that
changes direction at the locations of these charges and
that is stable against possible “string breaking” caused
by creation or annihilation of charge-hole pairs. More-
over, the width of €lectric tubes should/can be different
(much smaller?) than that of magnetic tubes.

The main goal of this paper is to bring these issues
to the attention of experts in other fields, such as con-
densed-matter and plasma physics, and to emphasize
the fact that the discovery of a similar picture arising
under any circumstances would be of great help for the
development of the confinement theory and, in particu-
lar, for the understanding of possible 2D vortex theories
living on the world sheets of the relevant branes, aswell
as of the phase structure of these theories. If, on the
contrary, no such pattern exists in condensed-matter
physics, this would once again emphasi ze the peculiar-
ities of non-Abelian gauge theories (where elementary

9 Among other things, it would be interesting to exploit the idea of
topological confinement, which, in different versions, often
works in condensed-matter physics. A characteristic feature of
topological confinement is that it depends on the dynamics of the
theory only via the properties of particular excitations (quasipar-
ticles), while their interactions do not matter. For example, one-
dimensional objects can be tied and, therefore, be unseparable,
and this can work for real one-dimensional excitations, like Abri-
kosov tubes, and for pointlike magnetic monopoles and/or hedge-
hogs that have Dirac strings attached. In practice, topological
confinement can look very similar to the mechanism we discuss
throughout the paper (see [33, 34] for some examples, see
also [35]).

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Voal. 101

MIRONOV et al.

guanta carry more structure than just pointlike charges,
and, thus, the naive screening behavior isfrom the very
beginning substituted by antiscreening and further non-
naive phenomena are naturally expected to occur).

The rest of this paper is purely speculative, added
for encouragement: in order to demonstrate that super-
conductivity (probably responsible for the magnetic
Meissner—Abrikosov effect) can indeed coexist with
some kind of dual order at least (although the example
below falls short of exhibiting narrow tubes of the
direction-changing electric field).

Charge density waves. As a possible (but, by no
means, unique) candidate analog of the electric P-vor-
tices, we suggest the charge density waves (CDWSs); the
guestions that then arise are:

(a) Are there any tubelike CDWs with acharge den-
sity similar to p(x, y, 2) ~ 3@(x, y)sinz and (perhaps,
direction-changing) electric force lines collimated
along the z axis?

(b) Can CDWs coexist with superconductivity (SC),
which would be a natural reason for the Meissner—
Abrikosov effect?

(c) Can CDWs cause or at least enhance supercon-
ductivity?

(d) Can the widths of CDW-like P-vortices be much
smaller than those of Abrikosov lines (where the Coo-
per—Higgs-like condensate is broken)?

Remarkably, a very similar set of questionsis cur-
rently under intense investigation in connection with
high-T, superconductivity (where an adequate theoreti-
cal pattern also remains unknown), and it looks like the
above possihilities are indeed open, as can be seen in
[36] and references therein. Of course, the real media
appearing in condensed-matter examples have a lot of
additional structure (primarily, the highly anisotropic
crystal lattice in the background, playing akey rolein
the formation of realistic CDWs), which one does not
expect to find in gluodynamics. For closer analoguesto
gluodynamics, one can also look for phenomena in
liquid He [33], dense relativistic plasma, segnetoelec-
trics[14], or even biological membranes[37]. Still, we
want to emphasi ze once again that, today, when the for-
mulation of aphenomenological theory of P-vorticesis
so important, one needsto consider all exampleswhere
objects of thiskind are presumably present, irrespective
of the underlying microscopic structure, and the solid-
state systems with the coexisting CDW and SC orders
should not be neglected—especially because, along
with the confinement in gauge theories, they are now
under close scrutiny and considerable progress can
result rather quickly from comparison of ideas from the
two fields.

The simplest facts and ideas about the CDW-SC sys-
tems, although not immediately coinciding with (a)—(d),
do not seem to bein obvious contradiction. Therelevant
properties seem to include the following list:
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—CDW formation causes transition to an insulator
phase (Peierls—Frohlich—-Mott transition), while the SC
transition gives rise to a (super)conductor;

—thus, CDW and SC orders compete with each
other, with CDW usually astronger competitor than SC
[38];

—the CDW and SC orders can neverthel ess coexist
[39, 40];

—even if both CDW and SC orders are not estab-
lished simultaneoudly at long distances, they interfere
locally, one phase appearing in the regions where the
other isbroken: SC appearsin thevicinity of CDW vor-
tices, and CDWs appear in the vicinity of Abrikosov
lines[40]. This can be sufficient, for example, to obtain
the SC phase when CDW didlocations percolate
through the entire volume.

The phenomenological description of CDWSs is in
terms of electron—phonon interactions [41]. We note
that the vector nature of phonons makes them closer to
WHieldsin (20) than to the scalar fields used in the Abe-
lian—Higgs model (10).

6. CONCLUSIONS

The theory of the Copenhagen spaghetti vacuum
should, of course, be developed in the context of string
theory. The appropriate name for P-vortices is 1-
branes. Monopoles living on these 1-branes are, natu-
rally, O-branes. The coexistence of electric and mag-
netic Abrikosov tubes should be modeled by that of
coexisting “fundamental strings’ and D1 branes. The
problems raised in this paper are related to the lack of
any “underlying model” for which the theory of strings
and branes would be an effective model, a lack which
seriously undermines progressin modern string theory.
We emphasize that the spaghetti vacuum in gluody-
namics can by itself provide such amodel, and we also
suggest starting a more extensive search for possible
underlying modelsin modern condensed-matter physics.
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ORDER, DISORDER, AND PHASE TRANSITIONS
IN CONDENSED SYSTEMS

Calculation of Critical States of Superconducting M ultilayers
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Abstract—Numerical methods are used to analyze the Ginzburg—L andau equationsfor a superconducting plate
carrying transport current in amagnetic field. Critical current is calculated as afunction of the applied magnetic
field strength for superconducting plates with different thicknesses. The relations between the field dependence
of critical current and the distributions of order parameter, magnetic field, and supercurrent in a plate are ana-
lyzed. The field-dependent critical currents computed for plates are used to determine the critical current asa
function of the applied magnetic field strength and local magnetic field and current distributions for multilayers
in paralel magnetic fields. The constituent superconducting layers are assumed to interact only via magnetic
field. A ssmple method is proposed for analyzing the critical states of multilayersin magnetic fields of arbitrary
strength, based on elementary transformations of the critical current-density distribution over individual layers
in zero applied magnetic field. The method can be used to analyze experimental results. © 2005 Pleiades Pub-

lishing, Inc.

1. INTRODUCTION

Analyses of the behavior of bulk superconductors
in magnetic fields based on the Ginzburg-L andau the-
ory [1] have been presented in numerous studies[2, 3].
Recent publications were focused on mesoscopic
superconductors of various geometries [4-6]. In this
paper, we consider a vortex-free state, in which critical
current density is equivalent to depairing critical cur-
rent density, as a basis for analyzing the critical states
of superconducting plates and multilayers carrying
transport currents perpendicular to applied magnetic
fields parallel to their surfaces. Most studies of the crit-
ical states of superconductors rely on models of the
interaction between the vortex system and crystalline
defects [7]. Analysis of this problem is complicated by
the diversity of quantum properties of the superconduc-
tor vortex lattice as an elastic medium described by
nonlinear el ectrodynamics. For thisreason, simplifying
assumptions are invoked, such as the London approxi-
mation for the vortex system or model distributions of
magnetic field in superconductors [7]. This frequently
leads to poor agreement between theoretical calcula
tions and experimental results [8]. Even in the simplest
case of ordered defects, asin amultilayer embedded in
paralel magnetic fields, the calculation of critical cur-
rent density is a difficult task. The most interesting
resultsin this area were obtained in [9, 10]. In [9], the
Ginzburg-Landau equations were solved to find the
field-dependent critical current density in a multilayer

T Deceased.

for magnetic field strength close to the upper critical
field. In [10], critical current was found in the London
approximation by representing the vortex lattice as a set
of linear chains and analyzing their interaction with the
layers making up the multilayer. The scope of both
studies was substantially limited by assuming that the
vortex lattice matches the multilayer structure in the
limit of weak order-parameter modulation. For super-
conductors of this kind, this condition implies that the
critical current density islow, whereas more interesting
for practica applications are superconductors with
strong pinning centers, i.e., superconducting multilay-
ers characterized by large amplitudes of order-parame-
ter modulation.

We propose here a new method for analyzing the
critical state of a superconducting multilayer based on
exact solution of the Ginzburg—Landau equation for a
thin film [11]. We consider a multilayer consisting of
superconducting layers in the vortex-free Meissner
state and assume that their mutual influence is mainly
due to their interaction with magnetic field. This
approach makes it possible to develop a rigorous anal-
ysis of the properties of these superconducting struc-
tures. Note that the description of a superconducting
plate in aparallel magnetic field based on the model of
vortex-free state has a limited scope. It was shown
in [12] that vortices begin to penetrate into afilm when
thefield strength reaches H(D) O @/D? (¢, is the mag-
netic flux quantum, D is the film thickness), which is
substantially stronger than the lower critical field Hy
characteristic of conventional bulk type 11 supercon-
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ductors. Furthermore, in the limit of D < A (magnetic
field penetration depth), the highest superheating field
for the Meissner state corresponds to an even stronger
applied field strength [13]:

H, = @,/2méD,

where ¢ is the coherence length. This field strength
restricts the applicability of our approachinthelimit of
K > 1, where K is the Ginzburg-Landau parameter.
Thus, the present approach is valid in sufficiently wide
ranges of magnetic field strength and film thickness. In
recent analyses of properties of superconductors with
K ~1[14, 15], it was shown that some of their charac-
teristics must be inconsistent with current theories of
both type | and type Il superconductors. In this paper,
we consider type Il superconductors with k > 1, which
are of primary practical interest.

This area of research is very important, because the
Ginzburg—L andau equations are of fundamental impor-
tance and their exact solutions can be used to deal with
various problems in superconductivity, including vali-
dation of these equations as applied to high-tempera-
ture superconductors. Moreover, the results of this
study lead to better understanding of the processes tak-
ing place in real superconducting structures.

2. STATEMENT OF THE PROBLEM

We consider astack of long and wide superconduct-
ing plates of thickness D in a parallel magnetic field H.
Each plate carriestransport current perpendicular to the
applied field. The transport current I, is defined as the
current density multiplied by the plate thickness, i.e.,
the current per unit plate width. The calculation of crit-
ical current for this structure is divided into two steps.
First, aself-consistent solution to the Ginzburg—L andau
equations is used to find the dependence of the critical
current |, on the applied magnetic field strength H for
an individual plate, which is assumed to be in the vor-
tex-free state. Second, the critical current is determined
for a multilayer by finding an optimal distribution of
transport current over individual plates.

We start from the Ginzburg—Landau equations [1]
combined with Maxwell’s equation:

A _ W'
c Is = )\ZEQT[[(D

Dwgza

-AD (2)
w+gw ¥y=0,

curlcurlA = 4?“] o (©)]

where A isthe magnetic vector potential (B = curlA), j
isthe supercurrent density, and c isthe speed of light in
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free space. In the genera case, the order parameter is
expressed as W = €®, where ) and © are the corre-
sponding magnitude and phase.

We write the Ginzburg—L andau equations in a Car-
tesian coordinate system (X, y, z) with y and z axes par-
allel to the plate surface and z axis paralel to the mag-
netic field, assuming that transport current flows along
they axis. Using the Landau gauge for A, which entails
A =gA(x), we can rewrite the Ginzburg-L andau equa-
tionsas

d—U—LIJ U=o, @)
dxA
2
Y s -y -v7y = 0. )
X\

Weintroduce dimensionless quantities U(x, ), b(x,), and
j(%\) instead of the dimensional potential A, magnetic
induction B, and current density j.:

%y, g %, ,.dU
A= 2T[)\U, B = 2T[)\2b, b = ax,’
o0, y (6)
j(x) = Js[énz)\;g —UJZU, X\ = N

Since the transport current |, carried by the plate gener-
ates the magnetic field

H = =1, (7)

the total field strengths at the plate surfacesare H + H;.
Accordingly, Eq. (4) is supplemented with the follow-
ing boundary conditions;

bl -0 = h=h, Dbl _4=h+h, )
where
H H, D ®o
h=—, hh=—, d==, H, = )
H, I H, A A 21N

Equation (5) is subject to standard boundary conditions
on the plate surfaces [1]:

dy =0, du

= 0. 9
dx, dx, ®

X\ =d

X, =0

Recalling that both London length A and coherence
length & are functions of temperature, we note that the
relations written out above implicitly depend on tem-
perature, being formally valid at any T. However, the
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Ginzburg-Landau equations are applicable only at

T T

To find a self-consistent solution to Egs. (4) and (5),
we use the following iterative procedure. Introducing a
trial function Y(x,), we solve Eqg. (4) for U(x,). We sub-
stitute the resulting U(x,) into Eq. (5) and use boundary
conditions (9) to find a new Y(x,). Then, we solve
Eq. (4) and repeat the procedure until both (x,) and
U(x,) become invariant and can therefore be adopted as
a self-consistent solution to the system. It is obvious
that the solution obtained by this method is stable with
respect to small perturbations (see[16] for details). The
critical current I carried by theith plate is set equal to
the value of I, corresponding to (x,) = 0. Thus, wefind
the critical current per unit width of a superconducting
plate asafunction of the applied magnetic field strength
h. A more detailed description of this method was pre-
sented in [11], where we found the temperature depen-
dence of depairing critical current density for severa
values of applied magnetic field strength and plate
thickness. Moreover, it was shown in [11] that the
expression for the Ginzburg—Landau critical current
corresponding to zero applied magnetic field is valid
for films of thickness comparable to coherence length
and magnetic field penetration depth. Its value can be
estimated by using the Ginzburg—L andau theory with a
constant order parameter [17]:

__1lc, D
I, = 3@nH°mA(T)’ (10)

where H, is the thermodynamic critical field. This
expression isobtained for D < A, €.

Proceeding to the second step, we seek the critical
current for the multilayer. We assume that adjacent
superconducting layers are separated by relatively thick
insulating layers, i.e., the Josephson coupling between
the layersis negligible. To alow for electrical coupling
between the superconducting layers, we assume that
they are connected by superconducting links at y = +oo.
We seek such adistribution of transport current over the
layers that transition to the normal state occurs in all
layers smultaneously. If h; is the magnetic field corre-
sponding to theith layer, then the current per unit width
of thefilm in the critical state equalsthe critical current
[.(hy), which is determined by the numerical solution of
the Ginzburg—Landau equations obtained at the first
step. Under this condition, each layer in the structure
carries a corresponding critical current. The current
flowing through the ith plate generates the magnetic
field given by (7), which isindependent of the distance
from the plate and has opposite directions on its oppo-
site sides. According to the field superposition princi-
ple, we must add up the contributions of al layers to
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find the magnetic field that acts on theith superconduct-
ing layer:

i—-1 N
h = h+ Zh”_ Z hy, (11
j=1 j=i+1

where hy; is the dimensionless magnetic field generated
by the transport current carried by the jth layer. The
magnetic field distribution of over the layersthat corre-
sponds to their simultaneous transition to the normal
state is found by successive approximation. First, we
set some initial conditions. For example, we assume
that the magnetic field that acts on each layer isequal to
the applied field, and the corresponding critical current
per unit width of the film is I(h). Then, we combine
relations (7) and (11) to find the magnetic field for the
ith layer. Using the previously calculated function 1(h),
we determine the critical currents for the layers in the
respective magnetic fields h, and substitute them
into (7) and (11) to find new values of h;. The iterative
process is terminated when the change in the critical
currents from cycle to cycle becomes negligible. Note
that this method can also be applied to analyze the crit-
ical states of multilayers consisting of different layers.

The magnetic field distribution over a multilayer
consisting of similar layers in zero applied magnetic
field can be found by a simpler method. Suppose that
the number of layersisodd. First, consider athree-layer
structure. By virtue of its symmetry, it is obvious that
the central layer isin zero magnetic field and the corre-
sponding critical current 1(0) is determined by the
numerical solution of the Ginzburg—Landau equations
obtained at the first step. The magnetic field H,; acting
on each outer layer is generated by the other two, and
the corresponding critical current | 5 is

o = 1(H) = LRI+ 1l (12)

This quantity can be found by fitting. It is obvious that
there exists a unique value of | 4(h = 0) satisfying (12)
if the initial I(h) is a monaotonically decreasing func-
tion. In a five-layer structure, the three central layers
exhibit similar behavior in the critical state, because the
magnetic fields generated by the outer layers compen-
sate each other, and the corresponding critical current

s = D0 20+ 15 (13)

can aso be found by fitting. Adding two outer layers at
a time and calculating the corresponding critical cur-
rent by the method described above, we can find the
critical current for amultilayer consisting of any num-
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0 2 4 6 h

0

Fig. 1. Critical current (&) and p, = Ich (b) vs. applied magnetic field h for kK = 2 and several values of dimensionless plate thickness
d (indicated at curves). Noisein curves, particularly in (b), is due to limited numerical accuracy.

ber of layers. Thecritical current in the added outer lay-
ers can be expressed as

L-1
o0 = L 1(0) + 1y +2 S e [1, (149
DC n=1

where L = (N —1)/2, and

L-1
%T[
I(:N = Ic |:ICN+22|c2nE1
DC n=1

where L = N/2, for an even and odd number of layers
with N> 2 and N > 3, respectively. The present analysis
shows that there exists a unique distribution of 1 over
the layersin zero magnetic field in the case of a mono-
tonically decreasing 1.(h). Thus, if the field-dependent
critical current 1(h) for a single layer is known (e.g.,
from experiment), the distribution of transport current
over the layers in zero applied magnetic field can
readily be found for the critical state of a multilayer
consisting of an arbitrary number of layers.

(14b)

3. NUMERICAL SOLUTION
OF THE GINZBURG-LANDAU EQUATIONS
FOR A SUPERCONDUCTING PLATE
IN AN APPLIED MAGNETIC FIELD

Figure 1a shows I (h) calculated for k = 2 and sev-
eral values of the superconducting plate thickness d at
the first step. The curves demonstrate that critical cur-
rent decreases with the layer thickness for small h,
whereas |(h) is higher for thin plates as compared to
relatively thick ones at amoderate field strength. More-
over, thin superconducting plates can carry relatively
low transport currents without dissipation in much
stronger fields, as compared to thick ones. Note also
that, for layers of thicknessd = 6, the curves of 1 (h) are
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indistinguishable; i.e., critical current becomes inde-
pendent of the plate thickness.

We introduce the function p,(h) = I .(h)/h as a mea-
sure of pinning force in a vortex-lattice model. In the
vortex-free state considered here, the plate boundary is
the only inhomogeneity, and p,(h) characterizes the
effect of the boundary of athin superconducting plate
on the supercurrent that can be carried by the plate.
Examples of this function are shown in Fig. 1b. Note
that

py(h) O 'h(h;—h) (15)
for d< 1, where h, isthe upper critical field for aplate,
whereas there exists a value of applied magnetic field
strength at which the derivative dp,(h)/oh sharply
changes and a slow decrease in p,(h) is observed in
stronger fields. Thus, the curve of p,(h) for a type Il
superconductor has three portions corresponding to
domains of different characteristic behavior: an
increasing p, (h) (domain 1) and fast and slowly decreas-
ing p,(h) (domains Il and II1). Note that the curve of
p,(h) for atype | superconductor consists of only two
portions described by (15) for any d.

The approach employed here makes it possible to
obtain detailed information about the distributions of
order parameter Y(x,), magnetic induction b(x,), and
current density j(x,) for different values of transport
current and applied magnetic field strength h. To under-
stand the behavior of p,(h) in the case of athick plate,
we analyze these distributions for d = 6. Even though
the vortex-free state can hardly be reached in such a
plate, this case is discussed here to expose the phenom-
ena in question. Figure 2 shows Y(x,), b(x,), and j(x,)
calculated for several values of h in each domain of
p,(h) and values of transport current close to the critical
current. Curves 1 represent distributions corresponding
to the domain of increasing p,(h) (h = 0.5). Curves 2
and 3 are obtained for values of h (h = 1.09 and 1.1,
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Fig. 2. Distributions of (a) order parameter, (b) magnetic induction, and (c) supercurrent across a superconducting plate for d = 6,

k=2 andl/l,=09ah=05 (1), 1.09 (2), 1.1 (3), and 4.0 (4).

respectively) close to the field strength at which the
slopes of 1(h) and p,(h) sharply change (h = 1.095).
Curves 4 correspond to h = 4.0, i.e., the extreme right
point of the I (h) curve. The shapes of the curves repre-
senting domains| and I (curves 1 and 2 in Fig. 2) com-
pletely agree with the behavior of the Meissner state. In
these domains, the order parameter is suppressed at the
boundaries of the superconducting multilayer and
slowly varies inside it, and magnetic field penetrates
into the multilayer to adepth on the order of A. Thedis-
tributions obtained for domain 111, where p,(h) slowly
varies with increasing magnetic field (Fig. 1b), exhibit
a totaly different behavior (see curves 3 and 4 in
Fig. 2). In particular, the order parameter (x,) strongly
deviatesfrom zero only at the left boundary of the plate
and exponentially decreases toward its right boundary
(curves 3 and 4 in Fig. 29); i.e., the state of a consider-
able part of the plate is close to normal. Note that the
distributions of all macroscopic characteristics of the
superconducting plate drastically change at the point
h= 1.095 separating the domains of fast and slow
decrease in p,(h), as illustrated by curves 2 and 3 in
Fig. 2. Now, consider the transition to the normal state
caused by variation of transport current at h = 4.0
(curve 4 in Fig. 2). It is obvious that the size of the
region of nonzero order parameter is x, = 1. Further
increase in applied magnetic field strength leads to
complete suppression of superconductivity even at
zero transport current. Note that the superconducting
order parameter vanishesabruptly at |, =1, i.e., afirst-
order phase transition is observed. Thus, the transport
properties of a thick plate in a strong magnetic field
(see Fig. 1) should be attributed to surface supercon-
ductivity.

Next, we consider the effect of I, on the order-
parameter value |, at the plate boundaries asillustrated
by the curves of Y(l,) plotted in Fig. 3 for k = 0.5 and
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1.5 (Fig. 3). These curves demonstrate behavior charac-
teristic of both type | and type Il superconductorsasthe
shape of Yy(l;) changes with increasing magnetic field
strength. Note that the order-parameter values |, =
Y(x, = 0) and Y, = Y(x, =d) at the plate boundaries sat-
isfy the relation Y, (1) = We(-1)); i.e., the curve of Yy(l,)
is the mirror reflection of the curve of Yy(-l,) with
respecttothelinel;=0inFig. 3. Itisclear that Wy(l) is
symmetric about the line I, = 0 at h = 0 (see Fig. 3a).
Thisis explained by the fact that suppression of super-
conductivity by transport current at the plate bound-
aries at zero applied magnetic field strength isindepen-
dent of the direction of transport current. According to
Fig. 3b, the symmetry of Y(l,) islost in applied mag-
netic field, and |, decreases with increasing h. The
absence of curves of Y(l,) for k = 0.5 in Fig. 3c is
explained by theincreasein the upper critical field with
K: superconductivity is suppressed by magnetic field in
the plate with k = 0.5, but persists in the plate with
K = 1.5. Note that ), drops from a finite value to zero
as superconductivity disappears with increase in mag-
netic field strength.

Now, consider the behavior of (1) in strong mag-
netic fields for type |1 superconductors asillustrated by
Fig. 3d (h=1.25 and Kk = 1.5). This curve substantially
differs from those discussed above in that it has two
new distinct portions: Y(l;) # O at low transport cur-
rents, whereas Yy(l,) = 0 and ,(l,) = 1 at high currents
(when |I ] is close to I). Thus, the low-current state is
similar to apreviously considered one and is character-
istic of type | superconductors. The high-current state,
in which the superconducting properties are due to sur-
face superconductivity, is characterized by suppression
of the order parameter at one boundary and its increase
at the other. This state emerges abruptly. Note that the
current state corresponding to the distributions of mac-
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Fig. 3. Dependence of the order parameter at the boundary of aplate of thickness D = 4\ on the magnitude and direction of transport
current for severa values of Ginzburg—Landau parameter and applied magnetic field strength.

roscopic characteristicsillustrated by curves3and 4 in
Fig. 2 isdue to the strong asymmetry of boundary con-
ditions (8). This state exists only in type Il supercon-
ductorsin strong magnetic fields (domain I11 in Fig. 1b)
and at transport currents close to the critical current
(Fig. 3d). Therefore, the domain of slowly decreasing
py(h) in Fig. 1b corresponds to this state.

The functions I (h) obtained here can be interpreted
as the upper bounds for the critical currents carried by
superconducting plates with different thicknesses D in
magnetic fields of different strength h. Numerical solu-
tion of the Ginzburg—Landau equations provides
detailed information about macroscopic characteristics
of superconductorsin this state.

4. CALCULATION OF THE CRITICAL STATES
OF SUPERCONDUCTING MULTILAYERS

Figure 4a illustrates the behavior of the average
dimensionless current calculated by the method
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described above as afunction of magnetic field,

N
10= %5l

i=1

where N is the number of layers in a multilayer (indi-
cated at each curve), fork =10andd=0.3,i.e.,, D = 3¢.
When the number of layersis relatively small (several
tens for layered structures of the type analyzed here),
the critical current is close to the Ginzburg—Landau
depairing current given by (10). The magnetic field
generated by the layers increases with their number,
and their increasing role manifestsitself by decreasein
critical current. This effect weakens with increasing
magnetic field, and the average critical current
approaches the value of I (h) for a single layer. Note
that 0l .Lisamonotonically decreasing function of mag-
netic field strength in the model considered here for
multilayers consisting of any number of layers.
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Fig. 4. Dependence of critical current density (a) and bulk pinning force (b) on applied magnetic field for several structures with
different number of layers (indicated at curves) for D = 3¢ and k = 10.

We define a quantity analogous to the bulk pinning
force: P,(h) = O.[h. Note that the individual layers con-
sidered here are in a vortex-free state; i.e., they are
inhomogeneous only at their boundaries. This model
provides a good approximation of the real state of SIS
junctions, because the formation of the strongest pin-
ning centersis dueto vortex—boundary interaction. Fig-
ure 4b shows the bulk pinning force as a function of
magnetic field strength calculated by this method. The
most important result demonstrated here is the devia-
tion from similarity. As the role played by the layers
increases with their number, the slope dP,(h)/oh in the
weak-field limit decreases, and the maximum of the
curve of P,(h) moves toward higher field strengths,
while its shape tends to that described by (15). Recall
that the weak-field limit for an individual layer corre-
sponds to the Meissner behavior (seecurves1and 2in
Fig. 2), whereas transport properties are due to surface
superconductivity (curves 3 and 4 in Fig. 2).

Figure 5 shows distributions of transport current and
magnetic field over individual layers calculated by the
present method for analyzing the critical states of
superconducting multilayers. Here, bdenotes either
the magnetic induction averaged over the thickness of a
layer or the strength of the magnetic field acting on the
layer. Our calculations can also be used to obtain
detailed magnetic field, current, and order-parameter
distributions across each layer analogous to those pre-
sented in Fig. 2. In particular, the critical current den-
sity varies from layer to layer. At zero magnetic field
strength, its distribution reaches amaximum in the cen-
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tral layers. When a magnetic field is applied, the maxi-
mum shifts toward one of the multilayer boundaries.
Note that the distribution of transport current predicted
for the critical state is similar to its distribution in at
zero field strength, but is also shifted toward the bound-
ary. This similarity admits the following simple expla-
nation. It is obvious that the applied magnetic field his
equivalent to the superposition of the magnetic fields
generated by | “virtual” layersif two conditions are sat-
isfied. First, the total strength of the magnetic fields
generated by these layers in each real layer must be
equal to the corresponding applied field strength:

Z'] _, ", =h, where hy is the magnetic field generated
by the jth virtual layer. Second, the transport-current
distribution across the multilayer obtained by combin-
ing N real layerswith | virtual onesin the critical state
must be similar to the symmetric critical current-den-
sity distribution across the multilayer consisting of
N + | real layers at zero magnetic field strength. How-
ever, the central maximum of the critical current in the
multilayer obtained by adding | virtual layers will not
exactly match the shifted critical-current maximumin a
real multilayer if the shift is not a multiple of the half-
period of the layered structure. When the equivalent
model is applied to determine [I.[(h), the error due to
this mismatch can be reduced by using the following
algorithm: the maximum of the critical-current distri-
bution over individual layersis shifted with a step equal
to the multilayer half-period, and then the average crit-
ica-current densities and applied magnetic field
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Fig. 5. Dependence of critical current (a) and local magnetic induction (b) on the location of alayer in a structure consisting of
200 layersfor D = 3¢ and k = 10. Numbers at curves are applied magnetic field strengths.

strengths corresponding to the resulting distributions
are calculated. Based on this method for calculating |4,
we conclude that since the distribution of I in zero
magnetic field is unique, the distribution of 1 in anon-
zero magnetic field is aso unique. Therefore, a known
I(h) for a single superconducting layer can be used to
calculate the average critical current as a function of
magnetic field strength and determine the distribution
of transport current over alayered structure in the criti-
cal state.

Note that the resulting transport-current and mag-
netic field distributions over layers are different from
those predicted by using the Bean [18] and Anderson—
Kim [19] models. In the Bean model, the critical cur-
rent density is constant across the sample, and the mag-
netic field varies as alinear function. In the Anderson—
Kim model, magnetic field is characterized by a para
bolic distribution. At moderate field strengths (1 < h <
h.,), the magnetic field distributions shown in Fig. 5b
agree with those predicted by the Anderson-Kim
model, whereas the distributions obtained for strong
fields (h < hy,) tend to exhibit linear behavior, asin the
Bean model. Since the magnetic fields generated by the
low critical currents corresponding to strong applied
fields are weak, the transport current is uniformly dis-
tributed over individual layersin the critical state.

Note that the results presented here will not change
significantly if the Josephson coupling between layers
separated by adielectric is taken into account, because
the Josephson current density is lower than the depair-
ing current density by several orders of magnitude, and
its effect on the order-parameter modulation amplitude
and the transport-current distribution is weak. How-
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ever, if superconducting layers are separated by nor-
mal-metal layers, the proximity effect induces super-
conductivity in the normal conductors and suppresses
the order parameter in the superconductors. In the thin-
layer limit, thisleads to weak order-parameter modula-
tion in alayered structure. In this case, the Ginzburg—
Landau equations can be solved for a structure embed-
ded in a parallel magnetic field of strength close to the
upper critical field [9]. Note that weak modulation of
the order parameter corresponds to weak interaction
between Abrikosov vortices and the lattice induced by
inhomogeneities, i.e., to low critical current density.

5. CONCLUSIONS

The main results of the present study can be summa-
rized asfollows.

In the framework of a vortex-free model, a method
based on solution of the Ginzburg—Landau equationsis
developed for finding the distributions of order param-
eter Y(x,), magnetic induction b(x,), and current den-
sity j(x,) for various transport currents carried by a
superconducting plate and various strengths h of paral-
lel applied magnetic field.

The critical current carried by a superconducting
plateis calculated as afunction of the applied magnetic
field strength h. The effect of surface phenomenaon the
distribution of transport current across a superconduct-
ing plateis examined, and the dependence of processes
taking placein the plate onitsthickness D and the Ginz-
burg—Landau parameter K is analyzed. The existence of
a surface superconductivity regimeat h,; <h < h,and a
high transport current is revealed.
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The nonlinear Ginzburg—Landau equations are
solved numerically to calculate critical current as a
function of magnetic field strength and both current and
magnetic field distributions over layers for supercon-
ducting multilayersin parallel applied magnetic fields.
The problem is solved for vortex-free layers whose
mutual influenceisentirely dueto their interaction with
magnetic field. A simple method is proposed for calcu-
lating and analyzing the critical states of layered struc-
tures in magnetic fields of arbitrary strength, based on
elementary transformations of the critical current-den-
sity distribution over individua layers in zero applied
magnetic field.

The vortex-free Meissner state of the layers
assumed in this study is an important restriction,
because vortices do exist in the layers examined in most
experiments. Moreover, their interaction with pinning
centersisthe key factor that determinesthe critical cur-
rent density. The dependence [.[{h) obtained here can
beinterpreted as an upper bound for the critical current
carried by a multilayer in a parallel applied magnetic
field. Note that the vortex-free Meissner state cannot
exist in an oblique magnetic field, because the perpen-
dicular field component will induce vorticesin the lay-
ers; i.e, the critical current density in an oblique field
will be determined by the pinning of these vortices.
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Abstract—The dissociation of a gas molecule and the formation of a new chemical bond upon adsorption of
this molecule on the surface of atransition metal are studied using the method of equations of motion. It is
shown that both processes involve the formation of a mixed intermediate state during the adsorbate-substrate
interaction. The dissociation is caused by aresonance growth of the vibrational mode, whereby the dissociation
barrier is determined by the hybridization energy and by the frequency of electron transitions between molec-
ular levels and the d electron energy levels of the metal in the mixed intermediate state. The resonance condi-
tions for the formation of new surface structures are established. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

The chemical activity (reactivity) of the surface of a
metal consistsin the ability to break chemical bondsin
the molecules of agas or aliquid occurring in contact
with the surface, and to form new chemical bonds. The
surface activity plays a determining role in various
physical phenomena such as adsorption, catalysis, and
corrosion. This activity cannot be explained by consid-
ering only the behavior of electrons [1]. Nevertheless,
the electron structure of solid surfaces has received spe-
cia attention in investigations of the above phenomena.
The results of theoretical cal culations [2—4] showed that
the activity of the surface of transition metals and a bar-
rier for the dissociation of various molecules on this
surface are determined by relations between the ener-
gies of the d electron states and the adsorbate states, the
Fermi level, and the hybridization energy. In addition,
the final structure of the adsorbate and the energy of
adsorption depend on the atomic geometry and relax-
ation of the surface [5]. The existing descriptions of
various surface processes [5] |eave open the questions
concerning mechanisms of the surface activity. In order
to answer these questions, it is necessary to consider in
detail the quantum kinetics of the many-electron sys-
tem involved in the dissociation of adsorbed molecules
and the formation of new chemical bonds.

During the formation of new chemical bonds, atoms
or molecules (in the absence of dissociation) exhibit a
kind of ordering and form islands with a short-range
order, which are composed of hydrides, oxides, etc.
Under certain conditions, new structures can form and
decay. The adsorbed atoms are not merely kept on the
surface, but are capable of forming new molecules. The
three processes—dissociation and the formation of new

bonds (structures) and new molecules—can be jointly
considered in the analysis of relaxation of the electron—
ion system of interacting molecules and the surface.

The relaxation of a gas—solid heterogeneous system
is determined by the interactions between electrons of
the gas and phonons of the metal [6, 7]. However, there
is another kind of relaxation in systems such as amor-
phous metals, where short-range-order islands can be
formed [8-10]. In this case, new chemical bonds are
formed in the course of the electron—electron interac-
tions, with the corresponding reconstruction of the
atomic configuration. The results of such a relaxation
strongly depend on the concentrations of components,
the degree of the short-range order, the size of clusters,
and the thermodynamical conditions. All these aspects
are also important for the adsorption processes, which
depend on the degree of surface coverage and on the
systematic heating and cooling of the system [5]. It is
also important to note that hybridization and electron—
electron interactions involved in the adsorption lead to
the formation of a new, mixed intermediate state of the
mol ecule-surface system, which is essentially a precur-
sor to the final state (oxides, hydrides, etc.) [9]. This
intermediate state features the dissociation of adsorbed
molecules and the formation of new chemical bonds.
The new bonds appear in the course of relaxation of the
excited electrons of gas atoms to a partly filled surface
d electron band. The electron—electron interactions in
this system are mediated by the dynamic concentration
excitations of a boson type [10], rather than by
phonons. This boson-type interaction introduces an
additional uncertainty (besides that related to the
hybridization) in the electron energies, which can lead
to anomaliesin the transport properties of asystem fea-
turing structural relaxation [8].
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TO THE QUANTUM THEORY OF CHEMICAL ACTIVITY OF THE SURFACE

Below wewill describe such arelaxation by interms
of the equations of motion and consider the mecha-
nisms and conditions controlling the dissociation of gas
molecules and the formation of new chemical bonds
and compounds—that is, we will analyze the mecha-
nisms and conditions determining the chemical activity
of the surface of transition metals.

2. PHYSICAL MODEL AND HAMILTONIAN

Let us consider two stagesin theinteraction of agas
molecule (X,) with the surface of a transition metal
(Me), which are described by the reaction

Me + X, — Me+ 2X — MeX.,.

In theinitial stage of thisinteraction, the molecule dis-
sociates and then the two atoms are deposited from the
gas phase to form new chemical bonds. Accordingly,
the description can be subdivided into two parts: the
first, devoted to the hybridization of separated electrons
of the dissociated molecule and the metal surface, and
the second, devoted to the interaction of common elec-
tron states with ions of the adsorbate-metal substrate
system.

The first stage will be studied in terms of the stan-
dard Hamiltonian in the secondary quantization repre-
sentation:

Hl = z (8O)ICI+GCI0 + z (8d)ma;oamc
l,o m, o (1)

+ +
+ Z Vlm(clcamc + amcrclcr)!

I,m o

where ¢, (¢,,) are the electron creation (annihilation)

operators of the gasmolecule; a,,, (a,,,) arethed elec-

tron creation (annihilation) operators of the metal sur-
face in the Wannier representation; €, and €, are the
electron energiesin the molecular states and thed metal
states, respectively (measured relative to the Fermi
level); V,, are the hybridization matrix elements; mare
the coordinates of lattice sites occupied by atoms of the
d metal; | are the positions of adsorbed atoms (top,
bridge, fourfold hollow, etc.); and o isthe spinindex. In
the general case, the surface states with the g, and g4
energies are decaying.

In considering the second interaction stage, let us
define states in the ion subsystem as the dynamic
atomic concentration excitations (DCES) above the
ground state corresponding to the metal surface struc-
ture. Then, we will consider the interaction of these
states with the surface electrons using the method
described in [10]. The corresponding Hamiltonian H,
will include the contributions due to the el ectron—elec-
tron, DCE-DCE, and the DCE—€lectron interactions. In
order to write this Hamiltonian, let us consider the
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adsorption-induced changes in the ion subsystem and
define the set of occupation numbers C(R) for posi-
tions R occupied by atoms of theith kind, their average
[C,(R)U(equal to the macroscopic concentration C),
and the concentration fluctuations

5C(R) = G(R)-C..

These fluctuations determine the short-range order in
the new structure, while the Fourier image [dCOC[{
determines the surface wavevector g corresponding to
a certain type of short-range order [11].

In these terms, the second-stage Hamiltonian can be
written as

H, = Idrw*(r)Hew(r)

+ 25 W, (R=R')3C,(R)5C (R
32" | @

i
+Idr zg(f —R)Y"(r)Y(r)dC(R),

where the first term represents the electron part (H, is
the electron Hamiltonian with the field operators (),
the second term correspondsto the configurational part,
and the third term describes the interaction between the
electron and ion configuration subsystems. In Eq. (2),
W(R — R") isthe density of the adsorption energy,

Y4

and z is the charge of the adsorbed ion in the metal—
adsorbate “solution.” Interactions of the type

J'drzg(f ~R)Y (Nw(r)

give additive contributions to the spectrum and are not
included into the expression for H,.

The electron operators and the concentration field
can be represented as

P = Yae™ ) = Yaet, @
k k

5C(R) = 3/CA-O)b(R)+bR)],  (4)

whereb*(R) = ., (R)o,(R) and b(R) are the operators
of creation and annihilation, respectively, for a pair of
metal and adsorbate atoms (i.e., of the creation and
annihilation of a new chemical bond); a,(R) corre-
sponds to a metal atom at the mth lattice site and a,(R)
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corresponds to an adsorbed atom at the Ith lattice site
(the subscripts at b* and b are omitted, since meta
atoms occur at the fixed lattice sites; R, =R).

Now it is convenient to pass from the coordinate to
k representation in Eq. (4), because the new bonds
(atomic pairs) form identical bosons and the system
should be symmetric with respect to permutations of
these bosons. The k representation will automatically
take this symmetry into account. In order to passto this
representation, let us introduce the elementary excita-
tions

1 ik (R
b, = T;b(R)e ,

b (R)e—ikER’
2

©)
b =

1
N

where N is the number of atoms in the lattice on the
metal surface. At small degrees of coverage, these exci-
tations represent the af orementioned bosons. Substitut-
ing relations (3)—(5) into Eq. (2) and determining the
Fourier image of function g(R) as

A9) = JC(1-0) Y g(R)e*™, (6)

we obtain the Hamiltonian in the secondary quantiza-
tion representation:

- Zs(k)a;ak ¥ éC(l—C)

x Z{W(q)[zbgbq +b_yb, + byl ] —ubgbgd  (7)

q

+5 DA gabg + B obl,

where W(q) is the Fourier image of the energy density
W(R), €(k) is the electron spectrum of the adsorbate—
metal substrate system, and L is the chemical potential
of elementary excitations.

3. THE METHOD OF EQUATIONS OF MOTION
AND THE DISSOCIATION OF MOLECULES

Let us consider the first interaction stage using the
method of equations of motion,

CI+0 = i[HI1CI+o]! amcr = i[Hlva;lo]v (8)
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where[..., ...] isthe commutator. Accomplishing sim-
ple transformations, we obtain the following system of
equations for a single spin subband:

&+yel+ Y Vil
" )
= z Vlnwlnexp(_wlnt)a;v

a+ Z (VA
P (10)

= Z me(wpm - Iy) EXp((x)mt)C;,
p

where wy, = (&) — (E9)m (in 7 units) and y is the ¢/

mode decay due to hybridization. The decay of d states
is not taken into account. Equations (9) and (10) repre-
sent two interrel ated oscillation processes, in which the
hybridization V plays the role of the natural frequency
of the electron density oscillations, w = g, — g4 deter-
mines the driving frequency, and the product Vw enters
into the expression for the driving force amplitude. The
amplitude of the external force for the adsorbed mole-
culesisdetermined by the electron density in the metal;
for the surface, it is determined by the electron density
in the molecule.

As can be seen from Egs. (9) and (10), the gas mol-
ecules and the metal surface at the very beginning of the
interaction form a new, mixed intermediate state with
common electronic and vibrational modes. At theinitial
stage of theinteraction, these modes differ only slightly
fromthosein theinitial non-interacting systems, but the
symmetries of these modes and of the new intermediate
state on the whole differ from the initial symmetry of
both the molecul e and the surface. Under certain condi-
tions, the evolution of this state leadsto the dissociation
of adsorbed molecules. In order to establish these con-
ditions, let us solve system of equations (9) and (10) in
a two-mode approximation by assuming that only the
terms withn = mand p = | are significant in summing
over nand p.

Seeking a solution to Eq. (10) in the form of a,, =

pei‘"t , we express a,, from Eq. (10) and substitute this
expression into Eqg. (9), which yields

2V +iyo.

G +ye +V 5 Ci

= 0, (11)

where V,,, = V and w,,, = w. This equation describes the
reactive (vibrational) and relaxation motions in terms
of the average values. In both form and meaning,
Eq. (11) isidentical to the phenomenological equation of
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motion for fluctuations in the “order parameter” [12], in
this case—in the electron density ¢, in the molecule.

Therefore, the coefficient at ¢, in Eq. (11) istheinverse

susceptibility (x™) in the intermediate state of the
system.

Asisknown, the x* value corresponds to the square
frequency Q? of the normal vibrational mode (renor-
malized due to hybridization) of the molecule[12]:

V2 +|yw
V —

Xt=Q°=V (12)

This relation shows that, for o2 — V2 («? < V?), the
frequency of oscillations exhibits a resonance growth.
This resonance accounts for the dissociation of mole-
cules when the #Q value becomes equal to the dissoci-
ation energy D. By equating ReQ to D, we obtain D? =

V2 + 62 (D ~ +/2|0in]). Therefore, the higher the
Fermi energy € and the closer g4 to €, the faster the
difference €, — g4 tends to zero and the lower the disso-
ciation barrier: D, — O for g4 < &g (i.e. for anearly
half-filled d band in the metal).

Thus, the values of V, w, and their ratio determine
the activity of the metal surface with respect to dissoci-
ation. The dissociation proceeds according to the mech-
anism of the “rigid” vibrational mode, which appears
under the conditions of aresonance between w=¢,—¢,4
and V upon the hybridization of electron states of the
molecule and the surface d states of the metal. Thereare
two possible situations:

(i) The resonance of small V and w values: low dis-
sociation barrier. In this case, the molecular states are
hybridized with narrow d bands and the €, level occurs
in the region of d states below or at the Fermi levels. If
the g, level does not coincide with the Fermi level, the
resonance conditions are not obeyed.

(i) Theresonance of large V and w values: high dis-
sociation barrier. In this case, the hybridized involves
lesslocalized states of the metal and the g, level occurs
far from the center of the d band. The mode with the
frequency Q exhibits substantial decay, which also
complicates the dissaciation of molecules.

Now let us consider the regime of electron motions
in the molecule. Substituting ¢, = pe* into Eq. (11),
we obtain the following results:

(i) Fory<V < w, wehavex™* — 0 (the systemis
far from the resonance) and

(13)

This solution to Eq. (13) decays only wheny < 0 (* neg-
ativefriction”). In this stage, the metal surface actsasa
reservoir of energy for the molecule and excites the
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molecular states. Thus, in the beginning of the interac-
tion (when a molecule is at a large distance from the
surface), the repulsion increases the energy of electron
statesin the molecule until the g, level approaches close
to & so that the system will passto the other regime. In
this regime, the g, level occurs below the Fermi level
and approaches g4, thus driving the system to reso-
nance.

(ii) Fory< V< w wehave ™ — o (the systemis
close to the resonance) and

c = pexp[—%tJﬁ—VtA/z( wV)} (14)

In this case, the decay at any y determines the dissocia-
tion of molecules for any w — V.

(iii) Fory < w < V. Xt — oo (far from the reso-
nance) and we have

¢ = pexp[in /2(\/‘*1@) y m} (15)

The oscillations decay for y > 0, which impliesthat the
surface takes the energy from an adsorbed molecule
until it decaysat w — V.

4. THE RELAXATION OF ELECTRON STATES
AND THE FORMATION OF NEW COMPOUNDS
ON THE SURFACE

In the stage of interaction involving the relaxation of
electron states and the formation of new chemical
bonds, the ¢, level falls under the Fermi level and
approaches g4. The electrons of adsorbed molecules
form the states with inversed populationsrelative to the
unoccupied d states of the metal. It should be noted that
falling under the Fermi level can berelated to the uncer-
tainty At in the energy. This uncertainty in the energy
appears because the interaction event is localized in
time with an uncertainty of At ~ 107'° s, whereas the
characteristic electron interaction time is on the order
of 104 s. The resulting value of At is on the order of
severa electronvolts. Thisimplies that electrons of the
molecule, which possess an energy of g, ~ g4, may
occur in the surface band of the metal owing to the
uncertainty principle.

For the deposition of atoms on the substrate surface
to beirreversible, it is necessary that the inversely pop-
ulated states would exhibit relaxation. A change in the
population naturally leads to the appearance of polar-
ization which, in turn, leads to the excitation of slower
modes in the ion subsystem. All these processes are
interrelated. In the system under consideration, a
slower mode represents the dynamic concentration
wave forming a region with the new short-range order.
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In order to describe this process, let us write the

equations of motion for the operators b; , by of the new
chemical bonds, the operators d,, of the electron polar-

ization due to electron transitions (g = & &+ 4 and
deg = 8+ q &), and the operators gy, of the inverse

population (Giq = 8y, q 8y + q — B &):

Okq = 1[Hy, Oygl-

Accomplishing transformations and using the approxi-
mation of exponential relaxation in the absence of

decay of the b, mode, we obtain

by = i[2C(1-C)W(q) -] b,

_ . (17a)
+IA(q)deq.
k
dkq = (iyg—T q)dkg—iA(q)Oygbg, (17b)
Orq = —OpeXp(-t/1,), (17¢)

where W = €. q — &, I'q isthe decay of polarization
related to the electron—electron interaction, Gﬁq is the
average population at the beginning of the process, and
T, is the population relaxation time. According to
Egs. (17), the polarization d,, which excites the by
mode, has the frequency wy, and decays over atime on

the order of I';'. The last nonlinear term in the right-

hand side of Eq. (17b) describes a change in the polar-
ization related to the change in the population and the
formation of new chemical bonds.

Let us consider a simpler variant of Egs. (7). The
sum zk dyq in the right-hand side of Eq. (17a) allows
usto assumethat the b, mode does not decay in the sta-
tionary regime and the new phase (at a given coverage)

uniformly occupies most of the metal surface. Then,
taking into account that

S explik IR, —Ry)
k

6n, m»

we obtain

Zd;q = Ng» zqu = N
k K

Y Okq = 0, Zwkqd;q =0,
k k
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where n, and n, are the numbers of emitted and
absorbed electrons. These relations imply that the
inversion population no longer exists. Writing the
explicit time dependences,

by = exp(iw,t)by, n

q = exp(—iw,t)ng,

q
considering the exact resonance,
Wq =, = 20(1-CW(Q) -1, (18)

and taking the sum over k in Eq. (17a), we eventually
obtain the relations

o+

bg
by

iA(q)ngexp(—iwgt =T gt), (19

—iA(g)n’,exp(iwgt =T qt),

where ng and n’; are the numbers of occupied and
vacant states in the energy band of the metal.

Equations (19) show that it is the donor—acceptor
interaction that determines the appearance of a new
chemical bond in the system under consideration. In
addition to the one-electron characteristics (the number
of transferred electrons and the relative posit ions of €,
and g, ., terms), a significant role is played by the
structural and thermodynamic characteristics such as
the electron—bond interactions, the degree of surface
coverage, and the energy of adsorption (more exactly,
the behavior of the potential surface in the region of
wavevectors g corresponding to a given type of the
short-range order).

Thus, Egs. (7) and (19) interrelate the electron,
structural, and thermodynamic aspects of the formation
of new chemical bonds during dissociative gas adsorp-
tion on a solid surface.

Upon solving Egs. (19) with the initial conditions
b;bCI|t=O =0,

we obtain the following relation for the values averaged
over anonequilibrium ensemble:

_ 20(q)ngn’

=N
2 -2
Wyt Iy

q

q q

(20)
x exp(—T4t)(coshl” ;t — cosw,t).

The resonance condition (18) relates the energy differ-
ence of the donor—acceptor states to the Fourier image
of the adsorption energy density. Under the conditions
formulated above, the quantity wy, = €, , 4 — & weakly
depends on C. This implies that the adsorption energy
isinversely proportional to the surface coverage L.

_ W _ const [N

W, = const

N~L(N—L)D L (1)
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In Eq. (20), the N, value is equivalent to the reaction
yield and n(t) = N4(t)/N, is the probability of the depo-
sition reaction, where

_ 2A(q)ngn’,

N
P wier?

is proportional to a product of the numbers of occupied
and vacant electron states in the energy band of the
metal. For d electrons, this product reaches maximum
for the half-filled band. The N, value grows with
increasing parameter A(q) (determining the adsorbate
binding to the substrate) and drops with increasing w,.
The A(q) value determines only the amplitude (N,) and
does not influence the time dependence of n(t).

Let us consider the kinetics of formation of the new
chemical bonds, which is described by the relation

n(t) = exp(-Tgt)

22

x{ coshl"y —cos[2C(1-C)W(q) —p] 8 . (22)
Figure 1 shows the functions n(t) and n (t) (the latter
quantity determines the reaction rate) in the cases of
W, > T, Wy ~ Ty, and W, < I,. The formation of a
new chemical bond—that is, a change in the number of
atomic excitations with time—is determined by the
electron parameters ', and @, provided that the reso-
nance condition (18) is obeyed. If the condition (18) is
not fulfilled, the value of n(t) only oscillates about zero
and the new bond is not formed.

Now let us consider in more detail the resonance
condition (18). Taking the derivative with respect to the
wavevector from both parts of this equation, we obtain
thefollowing relation for the vel ocities of electrons par-
ticipating in the formation of the given structure:

AW(K)
Vo 075

k=q

For the formation of a stable structure corresponding to
vector q, it is necessary that

AW(K)

= 01
ok

k=q

and, therefore,
Vq =0, W(q) = minW(k). (23)

Thisresult implies that the formation of the new stable
structure involves (via the interaction with DCESs hav-
ing the wavevector q) a certain group of electrons with
Vy =0and w(q) = minw(k), that is, electronsfrom aflat
band with the minimum difference of energies of the
donor—acceptor states. This condition is obeyed by the
d states in the transition metals and their alloys. The
effect of the d band narrowing on the adsorption energy
isillustrated in Fig. 2.
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Fig. 1. Kinetics of chemical bond formation in cases of
@ Wy > Tq, (b) Wy ~ Ty, and (c) Wy << I'y. Solid and
dashed curves show n(t) and n (t), respectively.

Thevalue of 'y, whichis equal to the inverse relax-
ation time of the mixed state, is not lessimportant. The
relation

wy<Ty (24)
isanecessary condition for the formation of a coherent
standing wave (20), that is, the condition of formation
of the new short-range order. Thus, the greater the total
width of terms, the more actively the new structure is
formed. In the general case, the total width includes (in
addition to the broadening due to the interaction) the
intrinsic widths of atomic and surface electron states. It
isthe substantia decay of the surface d states that deter-
mines the increased activity of the surface of transition
metals.

In the case of W, > ', (Fig. 1a), theinitial stage of
the process is characterized by the appearance of beats
with aperiod of T = 217w, . The new structureisformed
for atime of T/w, and decaysfor the sametime because
of beatsin the mixed interference state under the condi-
tions of aweak electron—electron interaction viaDCEs.
In this case, the interaction cannot lead to a coherent
alignment in the ion subsystem. (Over long periods of
time, by virtue of the necessary appearance of the new
phase, the n(t) value exhibits saturation.) In the course
of deposition, condition (23) is probably not always
exactly satisfied even when condition (18) isvalid. This
may take place at high frequencies wy, that is, in wide
bands where a small number of electrons can possess
the velocity V,, = 0. In this case, the Doppler line broad-
ening seem to be possible and the resonance conditions
may change. The regime with W, > I, is most favor-
able for the catalytic activity of the surface, since the
binding of gas atoms to the surface is established for a
short time. In the case, say, of oxygen adsorption, the
condition W, > I, will not allow the metal surface to
be oxidized, thusimplying all subsequent events.
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N, electron/(atom eV)
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Fig. 2. Local densities of electron statesin the surface layer
of PdTa(001) in cases when the surface exposes (a) asingle
monolayer of palladium (Egy=-0.16 eV, g4=-3.14eV) and
(b) two monolayers of paladium (Eyq = —0.43 eV, g4 =
-2.06 eV). The insets show the analogous curves for the
adsorbate (hydrogen occurring in a four-fold hollow at the
center of a2D lattice) on the (001) surface. The calculations
were performed using a full-potential linearized aug-
mented-plane-wave method [13].

The situation changes when W, ~ 'y, (Fig. 1b). In
this case, there are no beats and the n(t) value reachesa
maximum and begins to decrease. However, the
decrease is compensated by enhanced interaction and
by narrowing of the band, so that the n(t) value exhibits
saturation for the time t = 21/w,. At this point, the

derivative n (t) exhibits aminimum. The compensation
leads to an increase in the distance between metal
atoms and to a decrease in their mutual binding.

Finally, the condition W, < ', (Fig. 1c) is most
favorable for the formation of new bonds.

5. CONCLUSIONS

The above analysis shows that the decay of electron
states at the initial stage of adsorption does not play a
decisive role and the dissociation of molecules takes
place as a result of a sharp enhancement of the vibra-
tiona mode of molecules in the mixed state. This
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enhancement is caused by the resonance between the
frequency of natural oscillations (the hybridization
energy) and the driving frequency equal to the fre-
guency of transitions between the molecular levels and
the d states of the surface. These frequencies and the
Fermi level position determine the dissociation barrier.
In the absence of the resonance, the dissociation does
not take place and the molecules can adsorb and exist
on the surface. In the second stage involving the forma-
tion of new chemical bonds, the decay of electron states
isamong the main factors determining the possibility of
this process. In fact, the physical mechanism of adsorp-
tion consists in the el ectron—electron interaction medi-
ated by bosons representing the new bonds (atom pairs)
obeying resonance conditions (19), (23) and (24),
which determine the conditions of the new structure
formation.

ACKNOWLEDGMENTS

This study was supported in part by the Russian Foun-
dation for Basic Research, project nos. 04-02-17221 and
04-02-39009-GFEN2004_a.

REFERENCES

1. G.J Kroes, A. Gross, E. J. Bagrends, et al., Acc. Chem.
Res. 35, 193 (2002).

2. B. Hammer and J. K. Norskov, Surf. Sci. 343, 211
(1995).

3. Wei-Xue Li, C. Stampfl, and M. Scheffler, Phys. Rev. B
65, 075 407 (2002).

4. J. Greeley, J. K. Norskov, and M. Mavrikakis, Annu.
Rev. Phys. Chem. 53, 319 (2002).

5. C. Stampfl, M. V. Granduglia-Pirovano, K. Reuter, and
M. Scheffler, Surf. Sci. 500, 368 (2002).

6. S. F. Borisov, N. F. Balakhonov, and V. A. Gubanov,
Interaction of Gases with Solid Surfaces (Nauka, Mos-
cow, 1988) [in Russian].

7. V. P. Vereshchagin and M. P. Kashchenko, Teor. Mat.
Fiz. 42, 133 (1980).

8. A.V.Vedyaev, V. E. Egorushkin, and N. V. Md’ nikova,
Teor. Mat. Fiz. 71, 259 (1988).

9. V. E. Egorushkin and N. V. Mel’nikova, Zh. Eksp. Teor.
Fiz. 103, 189 (1993) [JETP 76, 103 (1993)].

10. V. E. Egorushkin and N. V. Mél’ nikova, Zh. Eksp. Teor.
Fiz. 103, 214 (1993) [JETP 76, 280 (1993)].

11. V. I. lveronova and A. A. Katsnel’son, Short-Range
Order in Solid Solutions (Nauka, Moscow, 1977) [in
Russian].

12. E. M. Lifshitz and L. P. Pitaevskii, Physical Kinetics
(Nauka, Moscow, 1979; Pergamon, Oxford, 1981).

13. P. Blaha, K. Schwarz, G. K. M. Madsen, et al., in Pro-
ceedings of WIEN2k (Vienna University of Technology,
Vienna, 2001), ISBN 3-9501031-1-2.

Trandated by P. Pozdeev

No. 2 2005



Journal of Experimental and Theoretical Physics, Vol. 101, No. 2, 2005, pp. 357-366.

Trangated from Zhurnal Eksperimental’ noi i Teoreticheskor Fiziki, Vol. 128, No. 2, 2005, pp. 411-421.

Original Russian Text Copyright © 2005 by Perlin, Ivanov, Levitskii.

ELECTRONIC PROPERTIES

OF SOLIDS

Prebreakdown Generation
of Nonequilibrium Electron—Hole Pairs:
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Abstract—A new mechanism of prebreakdown generation of electron—hole pairs is considered. It includes a
cascade of interband multiphoton transitions as well as Auger-type processes involving two or three photons.
A combination of these processes leads to the multiphoton avalanche effect. The threshold pumping radiation
intensities required for triggering the avalanche mechanism lie in the range of 10*-10% W/cm?. The band pop-
ulation balance equations describing the kinetics of pair production are obtained and solved numerically. It is
shown that the proposed mechanism of production of nonequilibrium electron-hole pairsis more effective than
“conventional” multiphoton absorption for intensities exceeding the threshold values. © 2005 Pleiades Pub-

lishing, Inc.

1. INTRODUCTION

The first publications devoted to the breakdown of
transparent insulators and wide-gap semiconductors
induced by high-intensity laser radiation appeared
more than four decades ago (see, for example, [1-4]).
Nevertheless, research in this field remains topical in
view of the diversity and complexity of its physical
aspects and exceptionally important practical applica-
tions of the breakdown effect. Here, we consider only
one aspect of this problem, viz., production of nonequi-
librium electron-hole (e-h) pairs by high-intensity
light with a quantum energy %w higher than the ener-
gies of vibrational excitations, but smaller than the
band gap E, of the material. Apparently, the production
of a considerable number of free nonequilibrium carri-
ers under the action of high-intensity light is the main
premise for processes ultimately leading to breakdown
of the material in most cases.

It was noted even in early publications that two
mechanisms of production of nonequilibrium e-h pairs,
viz., avalanche ionization and multiphoton interband
transitions, play the leading role in the breakdown of
high-purity transparent materials. Breakdown due to
avalanche ionization was considered by many authors
(see, for example, [5-13]). However, in the case studied
here (for 2w = 1 eV and E; = 5 eV), the efficiency of
impact ionization triggering an avalanche is apparently
not high. As a matter of fact, the kinetic energy of an
electron in the conduction band required for the pro-
duction of e-h pairs must exceed the threshold value

_2(+1

Eth_ Z'l'l

= )

where { = mJ/m,, m, and m, being the effective masses
of electrons in the lower conduction band and holesin
the upper valence band, respectively. Here and below,
we consider electrons for definiteness, although pro-
cesses of the impact ionization type may also occur due
to nonequilibrium holes. Obvioudly, the allowed band
width AE. can be smaller than E,; in this case, impact
ioni zation mechanism does not work (at least initssim-
ple form). If, however, AE, > E;, an electron can
acquire the required kinetic energy either through a
multistage cascade of intraband single-photon transi-
tions, or due to multiphoton intraband transitions. For
hw = 1 eV, both mechanisms are ineffective. The effi-
ciency of the cascade mechanism islow in view of the
smallness of the intraband absorption coefficient in the
spectral range of interest (the effective cross sections
are on the order of 10-2-10"'° cm?) and a short carrier
relaxation time (on the order of 1023 s), whichisprima-
rily determined by the interaction of charge carriers
with polar optical vibrations of the lattice. The proba-
bilities of five—eight-photon intraband transitions (see,
for example, [14]) in the spectral range under investiga-
tion are obviously lower than the probabilities of mul-
tiphoton interband transitions leading to production of
nonequilibrium e-h pairs.

Multiphoton interband transitions undoubtedly play
an important role in prebreakdown production of e-h
pairs. The concentration of nonequilibrium charge car-
riers sufficient for breakdown is either produced
directly owing to such transitions, or such transitions
generate electrons initiating avalanche ionization. The
role of multiphoton interband transitions in the physics

1063-7761/05/10102-0357$26.00 © 2005 Pleiades Publishing, Inc.
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of breakdown and various breakdown mechanisms are
considered in[3, 4, 15-19].

In the 1990s, a number of works devoted to break-
down in solids initiated by ultrashort (subpico- and
femtosecond) laser pulses were published. Thisrevived
the discussion of possible breakdown mechanisms
(see[20-28]). In particular, the dependence of the
breakdown threshold on the pulse duration and light
frequency was studied in detail in [20-26]. Some of
these dependences were comprehensively described
in[21, 23] in the framework of a model in which ava-
lanche ionization is the main triggering mechanism,
and multiphoton processes ensured the initial popula-
tion of electrons required for initiating the avalanche.
However, this model, which is based on the Fokker—
Planck equationsfor electron dynamicsin the radiation
field, failed to explain the results of measurement of the
breakdown threshold as a function of the time delay
between two laser pulses [25, 26]. A dlightly different
model based on the Boltzmann kinetic equations was
proposed in [27]. In contrast to [21], it was assumed
that multiphoton ionization dominates over avalanche
in the case of a short laser pulse with 1, < 200 fs (see
also [17]). The model proposed in [21] was modified
in[28] by taking into account relaxation processes in
the kinetic equations and by describing electron
sources. At the sametime, thismodel laysno claimto a
comprehensive interpretation of the entire body of
available experimental data.

In addition to avalanche ionization and multipho-
ton interband transitions, intermediate-type processes
[29, 30] may contribute to the production of e-h pairs.
If the relation (n — 1)Aw < Ey < nfiw holds, the energy
deficit A"-Y = E; — (n — 1)%w required for the produc-
tion of an e-h pair upon the absorption of n— 1 photons
can be replenished by the kinetic energy of free elec-
trons, which must exceed the threshold value

L} 2 + 1 -
Eth = %A(n 1) (2)

in this case. Obviously, E;, ismuch smaller than Ey,. If

E:, < kgT, only those free el ectrons that possess alarge

kinetic energy may take part in the process. Thisenergy
must be acquired only due to interband absorption of
light. Such processes are vita only for the long-wave-
length range of the spectrum, in which the cross sec-
tions of intraband light absorption are large enough. In
particular, the absorption of radiation from a CO, laser

(hw ~ 101 eV) in n-InAs due to three-photon inter-
band transitions involving free electrons was studied
in[29, 30]. Since the rate of production of free carriers
in such processes increases with their concentration, an
avalanche increase in the number of nonequilibrium
e—h pairs becomes possible under certain conditions.
Although the processes studied in [29, 30] can hardly
play asignificant role in the problem of breakdown of a
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broadband material by micrometer-range radiation
studied here, modified versions of aprocess of thistype
can be quite operative. In particular, such processes
play a key role in the model of prebreakdown produc-
tion of e-h pairs proposed here and based on the photon
avalanche scheme.

The photon avalanche effect is usually employed for
exciting short-wave luminescence with the help of
long-wave pumping. In most publications devoted to
this effect (see, for example, [31-37]), systems of rare-
earth dopant ions are considered. The simplest version
of a photon avalanche is realized in a system of three-
level impurities. We denote the ground state and two
excited states of impuritiesas 1, 2, and 3. The frequen-
cies of transitions between the ith and the kth states are
denoted as wy. In the absence of pumping, only state 1
isoccupied. If the pumping frequency w= w;, > W,;, NO
effects are observed in the system for low intensities |
of light. For large values of j, an electron of one of
impurities, which for some reason or other isin excited
state 2, rapidly absorbs a quantum 7w and passes into
the upper state 3. For a high concentration of impuri-
ties, the electron from one of the impurities returns
from state 3 to state 2 due to the cross-relaxation pro-
cess 31 — 22, while an eectron from an adjacent
impurity passes from state 1 to state 2. Then electrons
from two impurities are in state 2. Each of these elec-
trons may in turn participate in such processes. As a
result, many electrons from different impurities are
accumulated in state 2; strong absorption takes place on
the 2 — 3 transitions and, accordingly, level 3
becomes highly populated. This may result in lumines-
cenceonthe3 — 1transition at afrequency Q > w. A
photon avalanche is characterized by a clearly mani-
fested threshold nature of the effect: the populations of
excited states and light absorption increase jJumpwise at
J =i @t the sametime, the time T, of establishment of
aquasi-equilibrium distribution of the electron popula-
tion also increases sharply. The threshold nature of the
emergence of a photon avalanche makes it possible to
analyzethiseffect in terms of the Landau theory of sec-
ond-order phase transitions [34].

The effect of photon avalanche in a semiconductor
system with doped quantum wells was considered
in[38, 39]. In this case, switching to the photon ava-
lanche mode may occur over a much shorter time and
with lower energy expenditures than in a system of
rare-earth ions.

A scheme of emergence of a photon avalanchein a
structure with type Il quantum wells was proposed
in [40]. It was shown that this scheme makes it possi-
ble to excite a considerable number of nonequilibrium
e-h pairs for moderate pumping intensities (j ~
10°-108 W/cm?) and to obtain luminescence at awave-
length 3-5 times larger than that of the exciting light.
The energy corresponding to switching between
weakly and strongly absorbing states in this case is
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Esy ~ 1-10 pJum?, which isfour to five orders of mag-
nitude lower than in a system of rare-earth ions.

Here, we propose a new mechanism of production
of nonequilibrium e-h pairs by high-intensity light (j ~
10%-10% W/cm?). This mechanism, which is based on
a photon-avalanche-type effect, includes both “ordi-
nary” multiphoton processes and interband transitions
involving free charge carriers.

2. MULTIPHOTON AVALANCHE MODEL

We assume that the materia is free of impurities
whose light-induced ionization could lead to a notice-
able concentration of nonequilibrium charge carriers.
We al so assume that inhomogeneities whose local heat-
ing by radiation could lead to breakdown are absent.

Let us consider the model of a crystal, which
includes two conduction bands (c and ¢,) aswell asthe
valence band v. For definiteness, we assume that the
energy gap E, between the valence band and the lower
conduction band c is sightly smaller than nAw, while

the gap E; between the conduction bands is smaller

than 1Aw (I < n; Fig. 1). We will consider two versions
of the process. n=5,1 =3 andn =5, | = 2. Direct
n-photon v — c transitions lead to the appearance of
acertain number of free electronsin the lower conduc-
tion band c. These electrons arrive at the bottom of the
band over time periods on the order of 102 s. Owing
to I-photon transitions between conduction bands ¢ and
C;, €lectrons pass to the upper conduction band. The
Auger-type process ¢; + (n — I)Aw — ccv plays the
key rolein the proposed mechanism; in other words, an
electron in the ¢, band generates (with the help of n—|
photons) apair consisting of aholein the v band and an
electron in the ¢ band, passing thereby to the ¢ band,
where two new electrons appear as a result of this pro-
cess. If we compare thiswith the “classical” scheme of
the photon avalanche effect described in the Introduc-
tion, the n-photon v — c transitions play the role of
low-intensity nonresonant 0 — 1 transitions; |-photon
c — ¢, transitions correspond to rapid resonant
2 — 3transitions, whiletransitionsc; + (n—1)Aw —
ccv play the same role as cross-relaxation 31 — 22
transitions.

The mechanism of production of e-h pairs proposed
here will be referred to as a multiphoton avalanche.

Naturally, the model under consideration aso
includes the ¢, —= ¢ relaxation process involving
phonons as well as processes of recombination of non-
equilibrium photoexcited electrons and holes.

Obviously, the proposed model gives correct results
only in the range of very strong electromagnetic fields
with an electric field strength of the light wave of F, =

107 V/em. For iw = 1.17 eV, m, = 0.4m, (M, = mg" +
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v

Fig. 1. Diagram of transitions in a system consisting of
valence band v and two conduction bands ¢ and ¢, (I = 3).

Undulated lines with arrows denote photons (see text for
explanation).

m;l, where my is the free electron mass), E; = 5.7 eV,
and F, = 107 V/cm, the Keldysh parameter [41, 42]

y = S ®

eF,

assumesavalue of y= 6.4. Thelarge value of parameter
y leadsto the conclusion that the pattern of multiphoton
interband transitions rather than interband tunneling in
the field of a strong electromagnetic wave is adegquate
in the situation considered here for intensities lower
than 10 W/cm?. In this casg, the inequality 1/(4y)? < 1
suggests that transitions with the smallest number of
photons permitted by conservation laws occur in fact
between any two bands.! To estimate the probabilities
of multiphoton interband transitions, we will hence-
forth use the results obtained in [44, 45], where the fol-
lowing formulas were derived for the probabilities of
n-photon interband transitions for arbitrary n

n)_ _(n):n
Vv(vc =0y -

In the region of small values of j, these formulas for
n = 3 coincide with those derived in the framework of
standard perturbation theory. For n > 1, formulas
from [44, 45] give an asymptotic form close to that

1such a situation is typical, but exceptions are also observed
sometimes. For example, it was shown in [43] that the probabili-
ties of n-photon interband transitions with n = 3 and n = 4 in the
indirect gap material AgBr are large than the probabilities of tran-
sitionswith n = 2 for j = 10'°W/cm? (A = 560 nm) owing to spe-
cific features of the electron band structure and manifestations of
the optical Stark effect under the conditions of double interband
resonance.
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obtained in [41, 42]. The corresponding formulas are
given in the Appendix.

It was noted above that Auger-type transitions c; +
shw — ccv, s=n—1 play akey role in the develop-
ment of a multiphoton avalanche. The probabilities of
these transitions,

W' =y9jn,,,

were calculated in the (s + 1)th order of perturbation
theory (s orders for the interaction of the electron sub-
system with the field of an electromagnetic wave and
one order for the electron—electron Coulomb interac-
tion). The criteria of applicability of the Born approxi-
mation in the Coulomb interaction and the principles
for selecting Feynman diagrams giving the major con-
tribution to the cross section are described in detall
in [46]. The results are presented in the Appendix.

3. BALANCE EQUATIONS
FOR BAND POPULATIONS

The balance equationsfor electron concentrationsn,
and n,_in the two conduction bands have the form

()il s

. — (1) :n—I
nc1 - _chlt:nc1 + C)-t:clJ

cc, Yl nc1

_dcl[(po tNe—Ng+ ncl) nc1 - nOpO] ’

r:]c = Wclcrlc1 - O-<(:|c)1j| fcc1 + 2y(|)jn_|nc1 (4)

+oRi"(L-f)(1-1,)
_dc[(po tNe—Nog+ ncl)nc_ nOpO]
with theinitia conditions n, =0and n. = n, for t = 0.
In formulas (4), W, . is the rate of relaxation electron
transitions from the upper conduction band to the lower
conduction band and ny and p, are the equilibrium con-
centrations of electrons in the lower conduction band

and holes in the valence band, respectively. The rates

wi), = ot j' of I-photon transitions between the con-

duction bands ¢ and ¢, are described by the formulas,
which can easily be derived using standard perturbation
theory. These formulas are also given in the Appendix.
The terms proportional to d. and d. on the right-hand
sides of Eqgs. (4) describe the conventional bimolecular
recombination of electrons in the conduction bands
with holes in the valence band. The hole concentration
is defined by the relation

p= nc_n0+nc1+ Po; (5)

wherep=p,fort=0.

At high light intensities, the states near the bottom
of the conduction bands ¢ and c, are filled, while the
states near the top of the valence band v are depleted
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(i.e,, a high concentration p of holes appears). This
affects the rates of multiphoton interband transitions
and multiphoton Auger-type transitions. These effects
are not critical for the problem under investigation.
Nevertheless, they should be taken into account at least
in arough approximation. For this purpose, real distri-
butions of nonequilibrium electrons and holes are
approximated by the Fermi distribution functions cor-
responding to instantaneous electron and hole concen-

trationsng(t), n (t), and p(t). For example, formulas (4)
contain the distribution function f.. for electronsin

the ¢ band, which corresponds to energy eC(kSc)l) at

point k{2 of the I-photon resonance between bands ¢
and ¢;:
0) -
f _ [l p|:8c(kccl) _p-c(nc):| H
cc, —

. 6
KT +1E ©)

Anaogously, we can introduce the distributions func-
tionsf; and f, of electronsin the c band and holesin the

v band, which correspond to energies sc(kf,”c)) and

e, (k') a point k¥ of the n-photon resonance
between the v and ¢ bands (see also formulas (A.2)—
(A.4) in the Appendix). In the case of relatively large
guantaof exciting light (w = 1 €V) and not very small
durations of light pulses (t, = 1 ps), this approximation
turns out to be satisfactory on account of small cross
sections of intraband absorption of light and short times
of intraband relaxation of electrons and holes. Natu-
raly, this approximation is inapplicable for longer
wavelengths (hw < 0.1 eV) (see [29, 30]).

To calculate chemical potentials [, and (k> 0)
for electrons and holes, which appear in the formulas
for distribution functions, we will use the transcenden-
tal equations

% —®(Hg) = 0,

p(t)
N, (T)

—q’uz(u’;) =0, (7)

where pg , =m, J/keT; N; and N, are the effective den-

sities of states in the conduction and valence bands,
respectively,

N, = 2[2T[mckBTT/2

(2mh)? @©
N = Z[ZHkaBTT/Z
p 2
(2mh)
and ®,,(x) isthe Fermi—Dirac integral,
27 Ay
Dyp(X) = TﬁIm ©)
0
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Fig. 2. Solid curves describe the dependences of quasi-equilibrium concentrations of electrons in bands ¢ (a), ¢, (b), and holesin

band v (c), aswell as the time of establishment of quasi-equilibrium concentrations (d) on the light intensity for | = 2. The dashed
curves are the same dependences cal cul ated disregarding the process c; + 3w — ccv. Calculations were made using the follow-

ing values of parameters: Eq = 5.5 eV, Eg =2.28eV, fiw=1.17 eV, m = 0.9mg, m = 0.03my, m, =0.9mg, d, =3x 10~ cm®/ps,

de =001 cmP/ps, W, , =10ps™, T=10%K, &, = 4.5, &9 = 124, pg = 10 cmi S, and ng = 10 cm®.

Thus, we must obtain a self-consistent solution to
the system of nonlinear differential equations (4) and
transcendental equations (6). The complexity of this
problem rules out a qualitative analysis of the system
dynamics of the type carried out in[34, 35, 39], aswell
asthe derivation on its basis of simple formulasfor the
threshold light intensities and the times of establish-
ment of quasi-equilibrium populations in the electron
system. For this reason, we will use the results of
numerical calculations that will be given in the next
section.

4. RESULTS OF NUMERICAL SOLUTION
OF THE BALANCE EQUATIONS

Figures 2 ad 3 show theresults of numerical solution
of Egs. (4)—(7) for | = 2. Solid curvesin Figs. 2a—2c rep-
resent the quasi-equilibrium concentrations of elec-

tronsin both conduction bands (n. and n. ) and holesin

the valence band (p) as functions of light intensity j.
Dashed curves in these figures show the same depen-
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dences calculated for the same parameters, but disre-
garding three-photon Auger-type processes. Figure 2d
shows the time T, of establishment of quasi-equilib-
rium populations vs. intensity j. The following features
of these dependences are worth noting. A well-pro-
nounced stepwise increase in the concentration of non-
equilibrium carriers with increasing j occurs in the
vicinity of the threshold value (jy, = 2.7 x 10'° W/cm?
for the chosen values of parameters). At this value of
intensity, time T, increases abruptly. Such features are
typical of the photon avalanche effect (a multiphoton
avalanche takes place in our case). It can aso be seen
that the concentration of nonequilibrium carriers for
j > ji turns out to be one or two orders of magnitude
higher than for ordinary multiphoton interband transi-
tionswith the probability cal culated for the samevalues
of parameters.

Figure 2d shows that time T, is ~1 ps for j ~
10%2 W/cm?. With decreasing j, times T, increase rap-
idy and fal in the nanosecond range for j ~
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Fig. 3. Concentrations of electronsin bands ¢ (a) and ¢, (b)
and holes in band v (c), emerging as a result of action of
pulses of a duration of 1 ps (solid curve), 5 ps (dashed
curve), 10 ps (dot-and-dash curve), and 50 ps (dotted curve)
asfunctions of light intensity j.

10" W/cm?, while the interaction of shorter pulses
with solids is of utmost practical importance. For this
reason, we must also consider the production of non-
equilibrium e-h pairs for laser pulse durations T,
smaller than T4,. Figure 3 shows the concentrations n,

nc,, and p emerging as a result of action of pulses of
durations of 1, 5, 10, and 50 ps as functions of the light
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intensity. These dependences were plotted for Gauss-
ian-shaped pulses. It can be seen that a region of
extremely sharp increase in concentrations with the
light intensity is present in this case as well (when the
value of j increases by 30-40%, the concentrations
increase by four or five orders of magnitude). A situa-
tion ispossible when adlight increasein thelight inten-
sity is sufficient for transition from the reversible preb-
reakdown excitation of the material to its destruction,
which takes place for nonequilibrium carrier concentra-

tions exceeding 10 cm3. If we denote by j;, the

intensity near which the rate of variation of, say, quan-
tity p(j) is maximal, we can write the following

approximate dependence: jy, 0 T, .

For | = 3, the multiphoton avalanche effect is clearly
manifested only for relatively long laser pulses (t, =
100 ps). Solid curves in Figs. 4a-4c represent the
dependences of the quasi-equilibrium concentrations of
electrons and holes on the light intensity. The dashed
curves in the same figures show the anal ogous depen-
dences disregarding two-photon Auger-type processes.
Figure 4d shows the time 1, of establishment of quasi-
equilibrium populations as a function of light intensity.
It can be seen that, in this case, an increase in the non-
equilibrium carrier concentration due to formation of a
multiphoton avalancheisweaker thaninthecaseof | = 2.

5. DISCUSSION

The exceptional complexity of the problem of a
multiphoton avalanche necessitated a simplified
approach to its solution. We will mention some of the
factors that may to a certain extent affect the results of
analysis.

1. Although, in amost all wide-gap materials, there
exist conduction bands (or valence bands) with band
gaps between them and the lowest conduction band (or
upper valence band) that are smaller than Ey, the three-
band model of the energy spectrum considered aboveis
obviously idealized. Analysis of real band structures of
specific materials will probably require that additional
photoinduced transitions (in particular, intervalley
intraband transitions and indirect multiphoton inter-
band transitions) be included in the model.

2. In spite of the fact that light with 2w~ 1 eV expe-
riences relatively weak intraband absorption and
intraband relaxation times of carriers are short (see
Section 1), the intra- and interband dynamics of carri-
ersin the high-intensity radiation field should be gener-
aly considered simultaneously. Strictly speaking, the
system of balance equations for carrier concentrations
in the bands in this case is not quite adequate. At the
same time, arigorous analysis of the carrier dynamics
taking into account al transitions significant for the
problem of amultiphoton avalancheis hardly feasible.

3. The rearrangement of the energy band spectrum
of acrystal in the field of ahigh-intensity light wavein
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Fig. 4. Solid curves describe the dependences of quasi-equilibrium concentrations of electrons in bands ¢ (a), ¢4 (b), and holesin

band v (c), aswell as the time of establishment of quasi-equilibrium concentrations (d) on the light intensity for | = 3. The dashed
curves are the same dependences cal cul ated disregarding the process ¢, + 2w — ccv. Calculations were made using the follow-

ing values of parameters: Eé =345¢V, WClc =0.01 ps‘l, andd.=1.0x 1073 cm3/ps The values of the remaining parameters are

thesameasin Fig. 2.

the presence of multiphoton resonances at various
points of the k space may in principle play an impor-
tant role in the breakdown problem (see, for example,
[47, 48]). In this case, two types of effects may take
place. First, the band spectrum may change in such a
way that three-photon interband transitions, whose
probabilities are usually much higher, may occur in
strong fields in the spectral regionswhere, say, four-pho-
ton transitions were possible in weak fields. Second,
according to [49-51], new critical points (Van Hovesin-
gularities) may appear in the electron density of states
in thefield of a strong electromagnetic wave. Since the
positions of these additional critical points depend on
light intensity j, intensity regions in which the rate of
production of the e-h pairs abruptly increases upon a
small increaseinj may appear under certain conditions,
this may lead to an abrupt increase in the concentration
of free carriers and to breakdown of the material. How-
ever, in spite of the obviousimportance of the effects of
band spectrum rearrangement, their simultaneous anal-
ysis with the processes of development of a multipho-
ton avalanche appears as premature in view of the com-
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plexity of the corresponding calculations and insuffi-
cient clarity of results. Here, we confined our analysis
to multiphoton avalanches, assuming that spectral rear-
rangement effects are insignificant.

4. Processes of photon reemission may noticeably
affect transition probabilities for light intensities j ~
10'°-10"* W/cm?. Reemission effects can be accounted
for in the probabilities of direct multiphoton interband
transitions comparatively easily (see [44, 45, 52));
however, it is impossible to make allowance for these
effects adequately and obtain a foreseeable result in
calculating the cross sections of Auger-type multipho-
ton processes. Nevertheless, there are no grounds to
assume that reemission processes may critically affect
the development of a multiphoton avalanche.

5. It should be borne in mind that the above analysis
corresponds to pulses with durations exceeding the
characteristic momentum rel axation times for nonequi-
librium carriers. To describe the production of nonequi-
librium e-h pairs by light pulses of durationt, < 100fs,
afundamentally different approach isrequired (see, for
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example, [52]),which cannot be based on balance equa-
tions of type (4).

Taking into account the above arguments, we can
refine and supplement the pattern of prebreakdown
generation of nonequilibrium e-h pairs. Nevertheless,
the results obtained here indicate that a multiphoton
avalanche might be much more effective than an “ ordi-
nary” multiphoton interband transition for high intensi-
ties of light.

6. CONCLUSIONS

We have proposed a new mechanism of prebreak-
down production of nonequilibrium e-h pairsin wide-
gap insulators and semiconductors by high-intensity
light in the micrometer range. This mechanism is based
on the multiphoton avalanche effect. The probabilities
of direct interband multiphoton transitions, as well as
multiphoton interband transitions involving free carri-
ers, have been calculated in the framework of the three-
band model of the electron energy spectrum of the crys-
tal. We derived a system of nonlinear balance equations
for the populations of carriers in the bands. Numerical
solution of this system proves that the dependence of
populations on the light intensity is of the threshold
nature. The threshold intensities for various materials
and durations of pumping pulses may assume values
ranging from 10% to 10> W/cm?. The times of estab-
lishment of quasi-equilibrium band popul ations sharply
increase for pumping intensities close to threshold val-
ues. For intensities exceeding the threshold values, the
proposed mechanism makes it possible to obtain a

d;d,

PERLIN et al.

larger number of e-h pairs than for “ordinary” mul-
tiphoton absorption. In the case when the materia is
exposed to high-intensity picosecond light pulses, the
photon aval anche mechanism can yield a concentration
of nonequilibrium electrons and holes, which is suffi-
cient for breakdown of the material.
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APPENDIX

Probabilities W of s-photon (s = 2, 3) transitions
between bands v and cinvolving free electronsinthec;

s = 2TCH° .[ Idxdy

0
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+

[(1—&')x+Z'esc]@scwv—x—“Z o
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fa = {1+exp[(z+8,L +Up)/keT]} 7,

(1+2)° 4 _ o
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2
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bz% M+ 2 ¢ g0 i
(1+0)°s , T 5 1+7 _ Ad
C = 1+2Z6 1+2Z6 1+2Zﬁ dl—éc, ( )
2
CO0_pC O _ 1+ZZ o, D]-"’ZD +Z O
= = 0. —X7F —=— o, + h +9,,
4, I+ g J G 070 @
wherep, and p, . aretheinterband matrix elements of A(C')C = lhw-A, m;,l — m;l— —1
the momentum operator, cisthevelocity of light in vac- ' '
uum, ' =mdm, , 8. = €. (0) —&,0) + A, &, = (E, —
¢, (0) ~&d0) + 7 & REFERENCES

hw)/(1+ (), and g and g, arethe longitudinal and trans-
verse permittivities.
Probabilities W' of n-photon transitions from the

filled valence band v to the empty conduction band ¢
can be estimated with the help of the formulas derived
in[44, 45]. In particular, for n =5, we have

3/2

= | %, (A.5)
= e O
where
1 [0V, |V001|2Aclc 0
4ﬁ00D 24hw A o (hw)
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The rates of three- and two-photon transitions
between the conduction bandscand ¢, forl =3 and | =
2 can be described by the formulas, which can easily be
derived using the standard perturbation theory:
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Negative M agnetor esistance

in Binary Distorted Perovskites Ca(Cu,Mn;_,)Mn,O,
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Abstract—The substitution of copper for manganese in one position of the double distorted perovskite
Ca(Cu,Mn;_,)Mn,04, leads to a change in the valence of manganese atoms in the other position. This is
accompanied by a sharp increase in the temperature of magnetic ordering and by a change in the conductivity
type from semiconductor to metallic. These perovskites also exhibit a negative magnetoresistance in a broad
temperature range, with the [p(H) — p(0)] x 100%/p(0) ratio (at liquid nitrogen temperature) reaching 10% in

afield of 1 T. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

The phenomenon of colossal negative magnetore-
sistance (MR) in complex oxides and chal cogenides of
3d metalsisusually observed in the vicinity of the tran-
sition to a magnetically ordered state [1-4]. In this
state, the ferromagnetic (FM) component is related in
many cases to the presence of transition metal ionsin
different valence states. In this situation, the magnetic
ordering is due to adouble exchange interaction, which
also accounts for high electric conductivity [5]. The
magnetic transitions in substances exhibiting colossal
MR are frequently closely related to structural phase
transitions, since the structures of these compounds
contain Jahn—Teller ions [6].

The double distorted perovskite CaMn;Mn,O,, con-
tains manganese ions in various valence states (one
Mn* and six Mn® per unit cell), but the magnetic
ordering is observed only at low temperatures (T =
49 K) and the corresponding FM component is rather
small [7]. The main factor determining the magnetic
behavior of this compound is probably the superex-
change interaction, which possesses an antiferromag-
netic character. A structural phase transition in
CaMn;Mn,0;, takes place at T = 440 K and does not
influence the magnetic properties of thiscompound [8].

As Mn®* ions in one position of the parent
CaMn;Mn,0;, structure are replaced by copper ions
(Cu?"), the valence of manganese ionsin the other posi-
tion increases from Mn® to Mn*. The end member
CaCu;Mn,0;, in this series of copper-substituted com-
pounds no longer contains transition metal ionsin dif-
ferent valence states, but it has a high temperature of
magnetic ordering (T = 340 K) and is characterized by
a large FM component of magnetization [9, 10]. All
copper-substituted double distorted perovskites of this
series exhibit a negative MR, the magnitude of which

increases when the sample temperature moves away
from the Curie point.

The properties of double distorted perovskites of the
Ca(CuMn;_ )Mn,0,, series are significantly different
from those of other compounds with perovskitelike
structures [11-15]. This fact spurred us to undertake a
complex investigation of the physical properties of
Ca(CuMn;_ )Mn,0;, compounds.

2. SAMPLE PREPARATION

The metal oxide compound CaMn;Mn,0,, belongs
to double distorted perovskites of the AC;B,0;, type
and crystallizes in a rhombohedral lattice of the

NaMn,0,, type (space group R3) [16]. Figure 1 shows
the structure of this compound in a polyhedral repre-
sentation. In this structure, MnO, squares (position C)
contain only Mn®* ions, while MnOg (position B) octa-
hedra involve both Mn* and Mn** ions. The MnO,
squares do not come in contact with each other, while
the MnOg octahedra have common vertices and form a
framework of the structure under consideration. When
Mn®* in position C are replaced by Cu?* ions so that
x> 0.5, the crystal lattice symmetry increases to the
cubic symmetry of the CaCu,Ti,O,, type (space group
Im3) [17].

The samples of Ca(CuMn;_,)Mn,0;, withx= 0.5,
1, and 2 were synthesized by pyrolysis of nitrate aero-
sols. The initia reactants CaCO;, Mn,O3, and CuO
were taken in the stoichiometric ratio and dissolved on
heating in excess nitric acid. The obtained solution was
dispersed in an ultrasonic bath and transported with air
flow to areactor, where the nitrate aerosol mixture was
decomposed at 700°C. Then, submicron particles of the
synthesized powder were pressed into tablets and

1063-7761/05/10102-0367$26.00 © 2005 Pleiades Publishing, Inc.



Fig. 1. Crystal structure of Ca(CuMng_ )Mn,O;,: Cu?*
and Mn®* ions in position C occur in the square environ-
ment of 0%~ ions; Mn®* and Mn** in position B occur in the
octahedral environment of 02~ ions; the size of Ca?* cations
is much greater than that of Mn3* cations.

annealed in oxygen flow for 48 h at T = 850°C. The
samples with x = 2 were annealed in oxygen at a pres-
sure of about 30 bar (48 h, 850°C). The single-phase

character of the samplesand their structural type (Im3)
were checked by X-ray diffraction. Figure 2 shows the
typical morphology of a CaCuMngO,, sample, which
represented a three-dimensional sponge composed of
submicron grains.

The physical properties of Ca(CuMn;_,)Mn,O;,
withx=0.5, 1, and 2 were studied in arange of temper-

Fig. 2. A micrograph of the CaCuMngO;, sample structure
imaged in the Leo Supra 50 VP scanning electron micro-
Scope.
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atures from 5 to 300 K and in applied magnetic fields
up to 1 T. The low-field magnetic susceptibility was
measured at afrequency of 2.5 kHz using an ac magne-
tometer (Thermis). The heat capacity was determined
with the aid of an quasi-adiabatic calorimeter (Ther-
mis). The electric resistivity and MR measurements
were performed using the standard four-point-probe
technique.

3. THERMODYNAMIC PROPERTIES

Figure 3 shows the temperature dependences of
the low-field magnetic susceptibility x of
Ca(CuMn;_,)Mn,0O,, sampleswith x = 0.5, 1, and 2.
The shapes of these curves aretypical of disordered fer-
rimagnets featuring competitive magnetic interactions.
Theinitial increase in the x value with the temperature,
accompanying the transition to a magnetically ordered
state is followed by a decrease related to spin glass
effects. The partial substitution of copper for manga-
nese leads to a growth in the temperature of magnetic
ordering, whereby T increases from about 90 K for x =
0.5to ~200 K for x =1 and reaches ~290 K for x = 2.
Note that the T values observed for the sample studied
virtually coincide with the parameter © entering into
the Curie-Weiss law according to which x =

NAG2HZ; /3ks(T — ©), which isindicative of the absence
of frustrations in the structure studied. The effective
magnetic moments Py = 10-12u; in the compounds
studied, which were calculated from the temperature
dependences of X in the paramagnetic region assuming
that g = 2, arein good agreement with theoretical values
calculated for the corresponding combinations of Cu?*
(S=1/2), Mn® (S=2), and Mn** (S=3/2) ions.
Figure 4 shows the temperature dependences of the
heat capacity C for the pressed tablets of

X, G cm?/mol
70

60

50

40

30
20+
10 -

300

T,K

Fig. 3. The temperature dependences of the low-field mag-
netic susceptibility of Ca(CuMnz_,)MnsOq, with x =
05(1),1(2),and 2 (3).
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Ca(CuMn;_,)Mn,0O,, withx=0.5, 1, and 2. The C(T)
curves for the samples with x = 0.5 and 1 exhibit no
clearly pronounced anomal ous features upon the transi-
tion to a magnetically ordered state, whereas the curve
for the sample with x = 2 shows an anomaly in the
vicinity of T.. The absence of clearly distinguishable
features on the C(T) curvesis indicative of a magnetic
inhomogeneity of Ca(Cu,Mn;_,)Mn,0O;, on a molecu-
lar level. Indeed, Cu?* cations replace Mn®* cations in
position C in a random way, and both Mn** and Mn**
cations are also randomly distributed in position B.
This inhomogeneity leads to smearing of the phase
transitions and to spreading of the magnetic specific
heat in a broad temperature range. Nevertheless, it is
seen that the heat capacity C(T) of the sampleswith x =
0.5 and 1 noticeably exceeds that of the sample with
x=2 a low temperatures. At high temperatures, the
opposite situation is observed. Thisisrelated to the fact
that the magnetic specific heat is liberated predomi-
nantly below the Curie point, which is lower in
CaCuysMng 504, (Te = 90 K) and CaCuMngO,, (Te =
200 K) than in CaCu,Mns;0;, (T = 290 K). These fea-
tures in the heat capacity variations depending on the
degree of copper substitution are more clearly mani-
fested in the reduced heat capacity representation of
C/T versus T (seetheinset to Fig. 4).

4. KINETIC PROPERTIES

Figure 5 shows the temperature dependence of the
resistivity p measured in the absence of an external
magnetic field. An increase in the content of Cu?* ions
in the sample structure leads to a sharp decrease in the
resistivity. Moreover, the character of the p(T) behavior
changes from the semiconductor type in
CaCuy sMng s0,, and CaCuMngO;, to the metallic type
in CaCu,Mn;0;5. In the sample with x = 0.5, which had
a rather large resistance, the conductivity activation
energy E, could be determined from the temperature
dependence p = poexp(E/kgT) only in the paramag-
netic region (Eya = 125 meV). For the sample with
x =1, thelnp versus /T curve exhibits a bending point
at the temperature of magnetic ordering, which corre-
sponds to a decrease in the conductivity activation
energy on passage from the paramagnetic state (Egq, =
60 meV) to the magnetically ordered ferrimagnetic
state (E;eri = 40 meV). Inthe samplewith x = 2, theInp
versus /T curve also exhibits bending, which reflects
an increase in the mobility of charge carriers.

All Ca(CuMn;_ )Mn,0,, samples (x = 0.5, 1,
and 2) exhibited a negative MR in the entire range of
existence of the magnetically ordered phase, which
gualitatively exhibited the same character of evolution
depending on the temperature. Figure 6 shows plots of
the [p(H) —p(0)] x 100%/p(0) ratio versusthe magnetic
field strength H for the sample of CaCuMngO,,. The
shape of the curve exhibits a qualitative change in the
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Fig. 4. The temperature dependences of the heat capacity of
Ca(Cu,Mnz _,)Mn 04, with x = 0.5 (1), 1 (2), and 2 (3).
The inset shows the same data plotted as C/T versus T.
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Fig. 5. The temperature dependence of the semiconductor
type resistivity in (1) CaCugsMngsO., and
(2) CaCuMngO4,. The inset shows the temperature depen-
dence of the metal type resistivity in CaCu,MnsO15.

vicinity of the Curie temperature (T, = 200 K). This
behavior is related to the fact that the MR at high tem-
peraturesis proportional to the square of the field (p O
xH?), whereas at |low temperatures it is proportional to
the square of the magnetization (p O M?). In the tem-
perature range of magnetic ordering, the magnetization
rapidly grows in weak magnetic fields. As aresult, the
p(H) curves are superlinear at T > T and sublinear at
T<Tc.

In athree-dimensional sponge consisting of sintered
submicron particles, the transport properties depend
not only on the charge transport inside the grains, but
also on the tunneling of carriers between grains. In the
case when the dimensions of magnetic domains are
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Fig. 6. The magnetoresistance of CaCuMngO;, at various

temperatures (a) above, (b) near, and (c) below the temper-
ature of magnetic ordering (T¢ ~ 200 K).
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Fig. 7. Plots of the temperature of magnetic ordering versus
copper content x in Ca(CuMnz_,)Mn,O45: (1) data
from [9]; (2) this study. PM and FM are the regions of the
paramagnetic and ferromagnetic state, respectively.

comparable to the grain size, application of the mag-
netic field leads to parallel aignment of the magnetic
moments. This mesoscopic effect is also manifested in
the MR behavior.

5. DISCUSSION OF RESULTS

A key role in the formation of a magnetic order in
compounds of the AC;B,0;, type is apparently played
by the cations in position B. The BOg octahedra share
vertices both with each other and with cations in the
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CO, sguares, whereas sublattice C has no such short
paths of the magnetic interaction between metal cat-
ions. The presence of manganese ions with different
valences (Mn** and 3Mn?') in positions B of the struc-
ture of the parent compound CaM n;Mn,O,, makes pos-
sible the double magnetic interaction in sublattice B.
This double interaction is realized via g, orbitals of
manganese and isrelated to the virtual hopping of elec-
trons between Mn® and Mn* ions. In addition, the
double magnetic interaction is also possible between
Mn* ionsin position B and Mn®* ionsin position C, but
this interaction is strongly decreased because the
schemes of d shell splitting in the square and octahedral
environment are significantly different. The superex-
change between manganese cations via t,, orbitals
apparently has an antiferromagnetic character,
although thisinteraction is strongly suppressed dueto a
particular local geometry of the Mn—O-Mn bonds. In
the CaMn;Mn,O,, structure, the B—-O-B angle is 137°
and the C-O-B angle varies within 108-113° [16]. As
a result, the FM component in the magnetization of
CaMn,0,, issmall and the magnetic order is established
only at asufficiently low temperature (T = 49 K).

The substitution of Cu?* for Mn3* in position C leads
to achange in the ratio of Mn3* and Mn* ionsin sub-
lattice B. Indeed, the Mn®*/Mn* ratio is 5 : 3 in
CaCuysMng 5055, 1 : 1 in CaCuMngO,,, and 1 : 3in
CaCu,Mn;0,,. The Mn—O—Mn bond angles vary only
dightly as compared to those in the parent CaMn,0O,,
structure. Thus, in explaining the observed monotonic
increase in the Curie temperature and in the FM com-
ponent of magnetization with increasing x, it is neces-
sary also to take into account the interaction between
Cu?* in position C with Mn** in position B. Only this
interaction is retained in the compound CaCu;Mn,0;,,
which has the maximum Curie temperature (Te =
355 K) in the series of copper-substituted compounds
under consideration [9].

Figure 7 shows a plot of the temperature of mag-
netic ordering versus the content of copper in
Ca(CuMn;_ )Mn,O,,. According to the analysis of
magnetic interactions [9, 10, 18], the magnetic struc-
ture of these compoundsfor 0 < x < 3 correspondsto the
ferrimagnetic ordering. In [18], it was postulated that
the superexchange between Mn* ionsviat,g orbitasin
position B has an FM character. However, we believe
that a more important circumstance is that, at an C-O—
B angle of about 109°, the electron superexchange
interaction between t, orbitals of Mn** and e, orbitals

of Cu?* has an antiferromagnetic character.
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Abstract—We consider the regime in which the bands of the torsional acoustic (TA) and hydrogen-bond-
stretch (HBS) modes of DNA interpenetrate each other. We propose a simple model accommaodating the helix
structure of DNA and, within itsframework, find athree-wave interaction between the TA and HBS modes. The
phenomenon could be useful for studying the action of microwave radiation on a DNA molecule. Thus, using
Zhang's mechanism of the interaction between the system of electric dipoles of a DNA molecule and micro-
wave radiation, we show that the latter could bring about torsional vibrations that maintaining HBS vibrations.
We show an estimate of the microwave power density necessary for generating the HBS mode, which signifi-
cantly depends on the viscous properties of the ambient medium. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

It is generdly accepted that the conformationa
dynamics of DNA relies significantly on elastic vibra-
tions of the DNA molecule in the region of 10°-10% Hz
[1]. According to Kim and Prohofsky [2], the region
comprises two domains, which correspond with differ-
ent degrees of freedom of the molecule: (1) acoustic
modes, which do not involve hydrogen bonds;
(2) modes that stretch the hydrogen bonds between the
base pairs (HBS modes). A local minimum of the fre-
guency is characteristic of HBS modes[2], its position
depending on the choice of the band. Vibrations of
DNA were observed in the low-frequency Raman scat-
tering [3, 4] and the Fourier-transform infrared absorp-
tion experiments [5]. Globus et al. [6] reported the
existence of internal modes generated by theinteraction
of artificial DNA-type molecules with electromagnetic
radiation in the submillimeter range. It should be noted
that the type of modes observed depends on the kind of
DNA samples, i.e., in agqueous solutions, or films and
filaments [6, 7]. The experimenta data [1] is not con-
clusive as to the relative positions of the acoustic and
HBS modes.

This study is based on the observation that if TA
bands penetrate the frequency region of HBS modes,
the torsional vibrations of the double helix could peri-
odically change the elastic constants of interstrand
motions and thus provide a energy supply for HBS
modes. If the attenuation is small enough, the TA band,
which has double the frequency with respect to that of
the HBS mode, could maintain an HBS mode through

T The text was submitted by the author in English.

parametric resonance. Thus, one could obtain a means
for generating an HBS mode and studying the interhe-
lical dynamics of DNA.

2. THE ELASTIC DYNAMICS OF TORSIONAL
AND INTERSTRAND MODES

In considering the dynamics of DNA, one has to
take into account (1) that DNA has two strands; (2) the
base pairs are linked by hydrogen bonds; and (3) there
is helica symmetry. We utilize a quasi-one-dimen-
siona lattice model for the elastic properties of DNA,
which accommodates these requirements.

El Hasan and Calladine [8] set up a scheme for the
internal geometry of the double helix of DNA that
describes the relative position of one base with respect
to the other in a Watson—Crick base pair and the posi-
tions of two base pairs. Thisis achieved by introducing
local frames for the bases and the base pairs and trans-
lation slides along their long axes. We follow the guide-
lines of [8], but, in an attempt at qualitative description
of the DNA dynamics, we use a smplified set of vari-
ables. We describe the relative position of the bases of
abase pair by means of the vector Y directed along the
long axis (they axisin [8]; see dso [9]); Y is equal to
zero when the base pair is at equilibrium. The relative
position of the base pairs is described by the torsional
angles @,, which give deviations from the standard
equilibrium twist of the double helix. Thus, a twist of
the DNA molecule, which does not involve interstrand
motion or mutual displacements of the bases inside the
pairs, is determined by the torsional angles @,, which
arethe angles of rotation of the base pairs about the axis

1063-7761/05/10102-0372$26.00 © 2005 Pleiades Publishing, Inc.
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of the double helix. The twist energy of the moleculeis
given by

-2 1 2}
§ _(ﬂ + — (pn+ _(pn ,
[2 2a2( ! )

n

where | isthe moment of inertiaand T isthe twist coef-
ficient, which are assumed the same for all base pairs
for simplicity and due to the qualitative picture which
we aretrying to obtain. Interstrand motions should cor-
respond to the relative motion of the bases inside the
base pairs, and, therefore, the kinetic energy dueto this
degree of freedom may be written as

Z%Yi,

where M is the effective mass of a couple.

For each base pair, we have the reference frame in
which the z axis corresponds to the axis of the double
helix, they axisto the long axis of the base pair, and the
X axis is perpendicular to the z and y axes (see Fig. 1
in [8]). At equilibrium, the change in position of adja-
cent base pairsis determined only by the twist angle Q
of the double helix. We assumethat Q = 21710 asfor the
B-form of DNA. To determine the energy due to the
interstrand displacements, we need to find the strain
taking into account the constraint imposed by the heli-
cal structure of our system. For this, one may utilize the
method employed by Kirchhoff for the twisted rod, that
is, the covariant derivative, as was done in [10] for the
DNA molecule. But amore simple and straightforward
approach is possible.

We confine ourselves only to the torsional degrees
of freedom of the doubl e |attice and assume the vectors
Y , to be parallel to the xy plane, or two-dimensional.
Consider the displacements Y,, and Y, ; determined
within the frames of the two consecutive base pairs, n
and n+ 1. Sincewe must comparethetwo vectorsinthe
same frame, we rotate the vector Y, ; to the frame of
the nth base pair,

back

Y = RYO) Yot

Here, R™Y(o) is the inverse matrix of the rotation of the
nth frame to the (n + 1)th one given by the equation

R(¢) = {C,"S‘P ‘S’”ﬂ. &
sing cosQ

The matrix Ris 2 x 2, since the vectors Y,, are effec-
tively two-dimensional. Then, the strain caused by the
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displacements of the base pairs is determined by the

difference Y2 —v,.1

It isimportant that the angle @ is given by the twist
angle Q describing the double helix, in conjunction
with the torsional angles ¢, so that

®= QF @u1—@,

Therefore, the energy due to the interstrand stress is
given by

K - 2
+2_8.2[R l(Q"'q)n+1_(pn)Yn+1_Yn]

oo

It corresponds to the fact that the equilibrium posi-
tion of the double helix is the twisted one determined
by Q and all @, being equal to zero. We suppose that the
size of the DNA moleculeis small enough to be visual-
ized as astraight double helix that is not larger than the
persistence length. Hence, the number of base pairs
N < 150, approximately. Combining the formulas given
above, we can write the total energy of the DNA mole-
culeas

* = Z[Ié(.pﬁ+zia‘2((pn+l_(pn)zi|
Xl @

K _ 2 € O
+ S [RUQ+ Gra1=00)Yaur =Yl +5Y00
2a 0

where K and a are the torsional elastic constant and the
interpair distance, respectively. In the summations
given above, n isthe number of a site corresponding to
the nth base pair, n=1, 2, ..., N; N being the number of
pairs in the segment of the DNA under consideration.
Thelast term (e/2)Yﬁ accommodates the energy of the
interstrand separation due to the dlides of the bases
inside the base pairs.

It should be noted that the dynamical variables @,
and Y, are of the same order of magnitude, that is, the
first. Consequently, preserving only terms up to the

L For this argument, | am indebted to D.l. Tchertov.
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third order, we can transform Eq. (2), so that it takesthe
form

T 2
az((pn+ 1 (pn) :|

H= Y[

zg—vn+£2[R-1(Q)vn+l—vn]2+fv% )
2a 2 0

K _
52 @ = WIR( QY X Vil

We have used the fact that the axis of the double
helix is directed along the z axis.

Simplifying Eqg. (3) by diagonalizing it with the help
of the unitary transformation

Y,=Su, S=

which isa 2 x 2 matrix, for the vectorsY,, and u,, are
effectively two-dimensional, their third coordinates
being equal to zero. The equation for energy (3)
becomes

H= Y[

+z[ a, CO* + < 5Un i}

T 2
az((pn+1 (pn) :|

iQ 1

K Q 2
+—2(|e Un+y1— !

ul® + e, -

i) |

—-iQ 2

Q 1
! e, ur ),

K
——= 11— @) [—i€%un, un
aZZ((P 1= )l 1

where Osignifies complex conjugation.

We can further simplify the equation for the energy
by applying the Fourier transformation given by the
equations

—maqf
n /\/—Z
n=+N/2 2
fq= — ™It gq=m
! "/Nn:ZNIZ Na
m = 0, £1, ig
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It isimportant that, after the Fourier transformation,
the variables u,, satisfy the following equationsfor their
complex conjugates:

*1 _ . 2 *2 _ .01
Uy = iU, Ug = iU, (4)

The equation for energy can be written as

=y [k + sl |
q

+Z[ Uq [u*+ 5Uq Cug

2K .2Q ag 1 1 2Q+ag 2 *7]
+?%| 5> UgUg +8in 5 Ualg D} )
—iaq
+Ezzie
a’& N
qq
X @[~ € UG UL o + € TUAUE o]

Theinteractiontermin Eq. (5) correspondsto the three-
wave process and may result in resonance. We use this
fact for deriving the parametric maintenance of the u,
modes, i.e., the HBS modes (see below).

In the usual way, one can obtain the equations of

motion for uy, a = 1, 2, and @, from the equation for
energy given above. The essential point isthe effects of
dissipation, which are dueto ionsin the close neighbor-
hood of the molecule and water effects (see[11]). The
dissipation can be accommodated by writing termslin-
ear in Uy and @q . We take the external force, or torque

ﬁq into account, only in the equation for @, because it
corresponds to the external degrees of freedom of our
model. Thus, the equations of motion can be written as

(g +(*)qu q+yu q

4KSNQ « -iaq. . a (6)
+ e QU = 0,
Mazﬂg 4

@+ﬁ%+w%
4Kste'aq _ ()
N Z g @
where

4K
Whq =

zsinzQ i (—21)°’aq + ﬁ
Ma
)
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are the dispersion laws for the fields ug ,a=1,2 and
@, We see that the spectrum of @, has atypica acoustic

character, whereas that for ug has a local minimum

determined by the helical twist Q. Thus, the spectrum
of our model isin qualitative agreement with the con-
clusionsin[2]. The specific nature of thetorqueisto be
specified elsawhere (see Section 3). For the moment,
we consider the general dynamica phenomena to
which the torque may be conducive.

Suppose that, on the one hand, the amplitudes of the
HBS modes given by ug are so small that the quadratic
termin Eq. (7) can be neglected, and on the other hand,
the external torque 7, is appreciable enough to main-
tain the vibration of the torsional mode @,. Thus, we
can visualize the torsional mode as a pump mode that
interacts with the HBS mode uj through the nonlinear-

ity in Eq (6). We confine ourselves to the case of the
torque 7, being nonzero only at q = gjand having a

frequency of 2w. Therefore, the forced wave, or the
pump wave for the HBS mode, has the form

Op = €008, Qg = € VDS . (9)

To obtain larger values for the pump wave @, the reso-
nance condition

Wy = 20, O = Qla

should be satisfied, even though the resonance behavior
of the torsional ¢,-mode itself could be attenuated by
dissipation; i.e., it may be a mode of small amplitude.

The equations of motion for ug
regime are

in the pumping

2K st
Ma® JN

—i 20t or _
q+q ) O

ug +w(,qu +yuly + —

><(Ae|2(m a *+A*

where

A=e 0.
Note that the momentum conservationinthe g-valuesis
preserved, as required by the three-wave interaction.
The eguations given above can be rewritten in the
matrix form as

Uy + 00Uy +y, Uy = (€2 + e 'K )u,, (10)

where J{ and J{* are Hermitian conjugate, and

+ _ |:|2K SinQDZ 2
HH = gq\/l_azﬁlj |A

It is worth noting that Eq. (10) is a kind of the matrix
Mathieu equation. In fact, we can apply Rayleigh’s
method to it for studying parametric resonance [12].
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For this, we seek the solution to Eq. (10) in the form of
aseries:

u(t) =

Substituting the expression given above into Eq. (10)
and preserving only the terms corresponding to e,
we obtain the equations

Aleiwt+ Ble +A3e|3oot+ B —|3<ut+ o

[(- +iy,w)d + B2]A,+HB, = 0,

[(-w —iy,w)$ +6x]B,+H A, = 0.

The compatibility condition of the equations given
above can be cast in the form of a determinant for the
block matrix,

A2 2 .
det| P — @ +iy,0 H -0

I 6% — =iy,

(11)

where &° isthe matrix of frequencies given by Eq. (8),
and w? and y,w arethe scalar frequencies. We can trans-

form Eq. (11) into a more amenable form. Note that it
is equivalent to the equation

Eaf—w%i ) H
de[l] o VU
E I 6% — =iy,
P 1=
| —(0g —w +iy,w) g= 0,
20,0t |:|
0 p°H i
where
_ Ma’ /N
~ 2K snQ’ (12)

and the matrices J{* and J{ satisfy the equation
—9+p’HK" = 0.

We have used the fact that, for the range of frequencies
under consideration, the matrix

A2 2 .
W —w +iy,w

is nondegenerate. Therefore, the equation given above
is equivalent to

det[— F + p(Gx% — w0 + iy, W)
x § (@ -’ ~iy,0)F'] = 0,
where the matrix $ isgiven by $ .4 = 8qq_q, - We may
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rewrite the last equation as

2 2 2
(waq -0 - Iyuw)(worq—q*

_ 2K sinQrp |A2

“Ma® /NT

and it is quite similar to the usua condition for para-
metric resonance. Solutions of Eq. (13) are generally
complex and, therefore, correspond to attenuated
regimes. But there is a specific wavenumber, g, for
which the solution gives the real frequency w, and it is
easy to seethat it should satisfy the constraint

— w0’ +iy,w)
(13)

2 2

waq—q* = (*)(xq! 0 = Qres (14)

Thus, we may cast the condition for parametric reso-

nance in the familiar form [12]

EﬁK S}Qg 1A% = 0.

2.2

(W =iy ) +Y (15)

3. MICROWAVE IRRADIATION
AND THE HBS MODES

We may use the results of the previous section for
ng the action of microwave (mw) radiation on a
DNA molecule. The key point is accommodating the
fact that the wavelength of radiation is by many orders
of magnitudes larger than the characteristic size of the
region of the molecule involved in the process. It was
Zhang who suggested a mechanism to overcome this
difficulty [13]. The main point of Zhang's argument is
that the helical configuration of the electric dipoles cor-
responding to the base pairs makes the interaction of
the dipole P and the field E

U=—P.E

angle-dependent.  Therefore, different  torsiona
momenta are applied at the base pairs. The equation for
the energy of interaction between the DNA dipoles and
an incident microwave is given by

—Z E (R(NQ + @,)P,,

where R(nQ + ¢,) istherotation matrix given by Eq. (1)
and P, isthedipole at the site n = 0. Consequently, even
though the radiation has a plane wave configuration at
the molecular scale, it still twists the DNA molecule
about the double helix axis. Since the momenta change
periodically in time with the incident wave, theirradia-
tion resultsin a periodic stress that may produce el astic
vibrations in the DNA molecule. Zhang suggested that
the force may generate resonance vibrations, resulting
in a crossover mechanism that takes up initia torsion
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excitations and transforms them into longitudina
acoustic vibrations.

In the present paper, we try to combine Zhang's
mechanism [13] and the excitations of the double helix
studied by Prohofsky and Kim [2] with the view of gen-
erating interstrand waves in the DNA by mw radiation.
In contrast to the original idea by Zhang, we do not uti-
lize a crossover into longitudinal acoustic vibrations
but employ the interaction between torsional oscilla
tions and the interstrand ones, i.e., three-wave interac-
tion, given by Eq. (5).

The main point is that, by expanding the rotation
matrix R(nQ + @,) in the angles @, and keeping only the
first-order terms, we can write Zhang's interaction as

#H, = —z @.(E x P,); + congt, (16)

= R(nQ)P,,

where P, is the dipole vector at site n = 0. Next, using
Eqg. (1) for thematrix R(nQ) and neglecting the constant
term, we rewrite Eq. (16) as

- %chn{ €"[(E x Pg),—i(E [Py)]

"”Q[(E X Po)s +i(E TPo)1} .

Applying the Fourier transform for the ¢, and using
the equation

1 i(Qtaq)n _
N2E T B
n

we obtain the following expression for Zhang'sinterac-
tion:

¥z = S 0u- anl (E  Po)s —i(E [Py)]

+ Qg = —aral (E X Po)s +1(E [Po)]} .

Hence, thetorque I
is given by
% G _Q

g = |_6q’_q*+T6q'q*’ q* - a,

qiNEq. (7) corresponding to ¢

(17)
where
% = SI(Ex Py +i(E P,

It should be noted that +gare the local minima of the

HBS modes. From Eq. (8), we infer that q satisfies the
constraint given by Eq. (14),

3

Oes = éq* (18)
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It isworth noting that the wavenumbers gand ¢ cor-

respond to wavelengths of one and two-thirds turns of
the double helix.

The eguations given above alows us to make
numerical, order-of-magnitude estimates, which enable
us to assess the effect of mw radiation on the HBS
modes. From Eq. (17), weinfer that thetorque I hasa
size

J 0O #9EP,

where E and P are the external field and the dipole
moment of the base pair, respectively. Next, suppose
that the resonance condition

_ _ _Q
Q)q—zw,q—Q*—g

is true, so that the action of the radiation on the tor-
sional modes should be the largest possible. Then, the

amplitude of the pumping wave, @, , according to
Eq. (7), ison the order of

ondNEP
I 2wy,

(19)

Next, we turn to Rayleigh’s condition for the para-
metric resonance of the HBS mode given by Eqg. (15).
For a pumping wave corresponding to Eg. (19), it gives

> _ ,CKSNQER
O Ma2 Iy(pD .

2 2 2 2
((*) _wuq*) +yu(*)

Hence, we have the threshold
2KsinQ EP

T Malw® 1 )

YuYo

which is the condition that the energy supplied to a
DNA moleculeis greater than that dissipated, such that
the maintaining of the HBS mode can take place. We
suppose that the frequency of the HBS modes, given by
Eqg. (8), isgenerally determined by the gap term /M in
the equation for u,, and that the first factor in Eq. (20)
does not differ much from unity. This signifies that the
energies of the interstrand separation per base pair and
the twist of the relative positions of the two adjacent
base pairs should be comparable. At any rate, the
hypothesis appears not to contradict the data repro-
duced in [2]. If so, we could have the estimate for the
dissipative constants, at least by orders of magnitude,

EP
tu(p = T

c

(21)

Using the relation
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which follows from the expression for the Poynting
vector

L
41
where c isthe velocity of light, we rewrite Eq. (21) as

P S
yuy(pS ZT/\/;,

where Sis the power density of the interaction. If we
assume

S = ExH,

(22)

P~1D or 108 CGS

and the inertia coefficient | ~ 106 g cm?, correspond-
ing to the mass of the base pair ~10%? g and the size
~10 A, then, for a power density of S~ 100 mwW/cm?,
we havey,y, < 10 Hz? or y,,, y, < 108 Hz. The estimate
suggests that the effect produced by mw radiation
should be sought for at the edge of the gigahertz zone,
because, in this case, the requirement on the linewidth
islessstringent. It should be noted that the crucial point
in assessing the feasibility of experiments on mw radi-
ation of DNA and its possible influence is the part
played by the ambient solvent and ions contained in it.
In fact, irradiation may result just in heating of the sol-
vent, such that the dissipation due to the ions takes up
all effects on the molecules of DNA. Generally, thethin
boundary layer of water and ions closeto the DNA mol-
ecule may have an important bearing on the dynamics
initiated by the incident mw radiation and result in
overdamping of the molecul€ storsional oscillations.

Davis and VanZandt [11] put forward arguments
that theions contained in alayer closeto the DNA mol-
ecule should have an influence small enough to allow
the survival of the effect dueto mw irradiation. The part
played by the dissipation caused by water is more
subtle.

The current arguments [14] about the overdamping
of the DNA €elastic modesrely on the Stokes law for the
frictionforce, F = 6mtnRv, for asphere of radius R mov-
ing in afluid of viscosity n at aspeed v; and in the spe-
cific case of the DNA, it should involve the gigahertz
frequency region. However, classical hydrodynamics,
that is, Navier—Stokes theory, breaks down in the
region, as can beinferred from the phenomenon of light
scattering in liquids, which is characterized by triplet
structure: the central Rayleigh line v due to the elastic
scattering and the Mandelstam-Brillouin doublet v £ f
of theinelastic one, with f being the frequency of elastic
waves in the liquid. Classical hydrodynamics gives a
linewidth in the Mandelstam—Brillouin doublet larger
than the distance between thisline and the maximum of
the central line of the triplet, so that the discrete triplet
structure should not be observable; in fact, it is [15].
Mandelstam and L eontovich [15] effected the solution
to this problem by using the relaxational theory of
hydrodynamics, in which liquid is considered as avis-
cous elastic medium characterized by a viscosity coef-
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ficient n and a shear modulus G, the so-called Maxwell
model. In fact, the theory also takes anisotropy effects
into account [15]. It predicts that, in the region of
hypersound, a few gigahertz or more, the attenuation
coefficient for sound waves, a,,, ceases to depend on
frequency w, whereas in the low-frequency classical
region, inwhich the Stokeslaw isvalid, the dependence
isa,, ~ w?. Davis and VanZandt [11] used the Maxwell
theory to find estimates for the damping of the DNA
elastic modes, taking the first and the second hydration
layers and the quasicrystalline structure of water in a
neighborhood of DNA into account. They found the
attenuation to be two orders of magnitude smaller than
that given by the Stokes law.

In fact, there is a further reason for rejecting the
approach based on the Stokes |aw. The water molecules
form hydration shells of DNA [16]. The primary hydra-
tion shell comprises the water molecules immediately
adjacent to the DNA, about 20 molecules per nucle-
otide pair, which constitute a medium different from
bulk water. The secondary hydration shell is generally
considered to be similar to bulk water. However, on the
spatial scale of the diameter of the DNA molecule, that
is, several tens of angstroms, the water in the second
hydration shell is hardly a condensed medium. Indeed,
in this case, one should have accommodated its local
guasicrystalline structure, described by the icosahedral
model [17, 18], which should result in sophisticated
dynamical equations. The conclusion isthat, presently,
itisdifficult, if at all possible, to construct accurate the-
oretical estimates for the attenuation of DNA modes.

From the experimental standpoint, the situation is
more advanced. The DNA helical modes were
observed in the experiments on Raman [3, 4, 16] and
far-infrared [5] scattering. Therefore, one may suggest
that the attenuation effects due to viscosity should not
preclude elastic modes of DNA. At the same time,
small relaxation times for damping between DNA and
the first hydration layer, on the order of severa tens of
picoseconds (see [19]) should result in concerted
motion of the double helix of the DNA with the sur-
rounding layer of water. The circumstance could be
accommodated within the framework of the semiphe-
nomenological model in the present paper. In fact, the
DNA molecule and its first hydration layer still form a
helix structure, and the mutual motion of constituent
bases of apair together with hydration water molecules
could be described with the field Y. Of course, the val-
ues of the model constants, K, T, should be changed,
and for the time being, thereislack of information asto
their size.

It is also worth noting that the effects of dissipation
in aqueous solutions, where acertain form of the Stokes
law could be possible, and in films or fibers, should be
quite different. So far, there has been no comprehensive
theoretical analysis of the dissipation that would allow
comparing the DNA dynamicsin solutionsandinfilms.
Nonetheless, the interplay of interna vibration modes
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and submillimeter electromagnetic irradiation was
recorded in [6] using Fourier transform spectroscopy
and films of poly[A]—poly[U] and poly[C]—poly[G]
double-stranded homopolymers. Employing the con-
cept of norma modes, or oscillators, of macromole-
cules developed earlier for proteins [20] and used later
for DNA [21], Globus et al. [6] performed a numerical
simulation of their experimental results and thus
obtained an estimate for the relaxational parameter v,
which has the meaning of oscillator dissipation. It
turned out that, in the range of frequencies of several
tenths of a centimeter, the best fit for y is less than a
tenth of a centimeter, depending on the conformation of
the external electric field and the sample. This value of
yistoo largefor Eqg. (22), but the region of frequencies
studied in [6] is far from the edge of the gigahertz
region, and therefore one may consider the question of
the acceptable dissipation rate still open and suggest
that studying the effects of mw radiation on DNA
modes may be instrumental in understanding the phe-
nomenon.

4. CONCLUSIONS

We have shown that the elastic dynamics of the dou-
ble helix could have sufficient structure to ensure
stretching of the hydrogen bonds of the base pairs of
DNA or generating the HBS modes. If the vibrational
modes of DNA are not overdamped by the ambient sol-
vent and if the balance between energies supplied and
dissipated is favorable, maintenance of the HBS modes
could be expected at the edge of the HBS zone. The best
technique for studying hydrogen bond stretching is till
Raman spectroscopy, to which certain improvements
have been made (see [22] and the references therein).
Thus, the HBS modes as well as the breathing modes
are well accessible from the experimental standpoint.

The choice of specific means for generating tor-
sional excitations of DNA isimportant and interesting.
In this paper, we have envisaged mw irradiation of
DNA. In case the interpenetration of the acoustic and
HBS modes takes place, mw radiation would maintain
the HBS modes if the power density is sufficiently
large, 100 mW/cm? or more. It isimportant that thereis
no need for long exposures of the sample to radiation.
At thispoint, it isworth noting that our estimate for the
critical power density, 100 mW/cn?, is by orders of
magnitude larger than that officially prescribed, i.e.,
0.1-0.2 mW/cm?.
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Abstract—The effective interaction of apseudoscalar particle with a photon in amagnetized el ectron—positron
plasmais investigated. The plasma and field contributions to the effective coupling between the pseudoscal ar
particle and the photon are calculated. The effective coupling is shown to be independent of the parameters of
the medium and the particle 4-momentum in certain limiting cases. © 2005 Pleiades Publishing, Inc.

1. INTRODUCTION

At present, investigation of the physics of elemen-
tary particles in an external active medium, which can
be not only a plasma, but also an external magnetic
field, becomesincreasingly topical. Since both compo-
nents of an active medium can be present in astrophys-
ical objects simultaneously, studying the quantum pro-
cesses and, in particular, the processes involving
weakly interacting particles is of indubitable interest
from the standpoint of astrophysical applications. In
general, the emphasis has been on the physics of neutri-
nos. The reason is that the processes involving neutri-
nos play acrucial rolein such astrophysical cataclysms
as supernovas explosions or neutron-star mergers, since
it is these elementary particles that carry away almost
al of the energy lost by the star during its explosion
while propagating through a dense plasmaand a strong
magnetic field. However, investigation of the processes
involving other particlesweakly interacting with matter
can aso be of practical importance in describing astro-
physical cataclysms[1]. Thelight or even strictly mass-
less Goldstone and pseudo-Goldstone bosons that arise
from new symmetry breaking on a certain energy scale
could act as these particles. For example, axions,
familons, majorons, etc., belong to this type of parti-
cles. Since these particles interact weakly with matter,
they have a large penetrability; as a result, the various
processes with their emission could be additional
sources of energy losses by stars [2-9]. Studies of this
kind provide an additional meansfor placing astrophys-
ical constraints on such parameters of weakly interac-
tive particles as the masses and the coupling constants.
At present, the astrophysical method is being success-
fully used for hypothetical particles.

Another effect of interest from the standpoint of
astrophysical applicationsisthe possible asymmetry in
the escape of weakly interacting particles during super-

nova explosions attributabl e to the presence of a strong
external magnetic field, which could be a beautiful
macroscopic manifestation of mirror symmetry break-
ing in the microscopic world. This phenomenon could
probably solve the praoblem of high pulsar velocities.
An asymmetry in the escape of such particles from a
supernova could lead to jet thrust; as aresult, a nascent
pulsar would acquire akick velocity.

The extreme physical conditions that exist inside
astrophysical objects have a significant effect on the
properties of particles and their interaction. A dense
plasma significantly affects the processes with the
emission, absorption, and scattering of neutrinos,
which play animportant rolein the cooling dynamics of
stellar objects. For example, the decay of a plasmon
into a neutrino pair, y?' — vV, is not only kinemati-
cally possible in a dense medium, but can also be a
dominant source of neutrinos [10]. Being an active
component of the external medium, the external mag-
netic field, just as plasma, can strongly affect the parti-
cle properties. First, the magnetic field is capable of
inducing new particle—particle interactions, for exam-
ple, between afamilon and a photon. Second, the exter-
nal field substantially changes the particle kinematics,
which opens the processes that are forbidden in a vac-
uum by the energy—momentum conservation law (e.g.,
the photon decay into an electron—positron pair [11] and
the photon splitting into two photons, y — yy[12]). In
addition, the magnetic field can have a catalyzing effect
on the processes suppressed in the absence of an exter-
nal magnetic field (the decay of a massive neutrino,
v — vy [13)).

It should be noted that this effect of the external
magnetic field is particularly significant when the field
strength exceeds a critical field value for the electron,

the so-called Schwinger value, B, = mi/e = 4.41 x

1063-7761/05/10102-0380$26.00 © 2005 Pleiades Publishing, Inc.
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10®3 G.1 Magnetic fields of such or larger strengths can
be generated in certain astrophysical objects. For exam-
ple, the magnetic field generated during supernova core
collapse can reach 10'>-10"3 G. Such fields emerge dur-
ing one-dimensional collapse, where the fall of matter
isstrictly radial. However, there is strong evidence that
the physics of supernovas is much more complex; in
particular, the rotation of the collapsing core should
also be taken into account. Rotation can increase the
magnetic field by afactor of 10°-10%, asin Bisnovatyi-
Kogan's rotational supernova explosion model [14].

In this paper, we investigate the effect of a magne-
tized electron—positron plasma on the effective interac-
tion between a pseudoscalar particle and a photon
induced by an external magnetic field. As the pseudos-
calar particle, we consider the familon that arises from
the breaking of horizontal symmetry between the fer-
mion generations [15, 16]. It should be noted that the
familon—photon interaction is possible only in the pres-
ence of an externa magnetic field (in contrast, for
example, to the axion). The reason is that the familon

does not have the anomalies ®(GG) and ®(FF) ina
vacuum (G,,, and F,,, are the gluon and el ectromagnetic
field tensors, respectively).

The effective familon—photon interaction induced
by an external magnetic field is described by the loop
diagram shown in Fig. 1 and can be represented as

Loy = Gp/F " (95A,)®. (1)

Here, A, isthe 4-potential of the quantized el ectromag-
netic field,

1
= ésaBPOFpo

Eo
is atensor that is dually conjugate to the tensor of the
external magnetic field F,,, ® isthe familon field, and
Jyy IS the effective familon—photon coupling in a mag-
netized plasma. The ¢ — y transition amplitude cor-
responding to Lagrangian (1) is

M = ig,,(e*Fq), )

where g, = (w, k) is the photon momentum 4-vector,
and g, is the photon polarization 4-vector. In what fol-
lows, the tensor indices in the 4-vectors and tensorsin
parentheses are assumed to be folded sequentially, for

example, (e F q) = (ex Fq,).

Another  familon—photon transition channel
becomes possible in the presence of an ee* plasma,
more specificaly, the Compton-like familon—photon

1 The natural system of unitsinwhich ¢ = # = 1 and the elementary
chargee> 0 isused.
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f(p)
"’(i’), = @m\/(q/')
f(p)

Fig. 1. Diagram describing the loop contribution to the
(@ — y transition amplitude in a external magnetic field.
The double line corresponds to the exact fermion propaga-
tor in magnetic field.

(a) b)

e(p) e(p)
. V@) e Y@
og) - T e
e(p) e(p)

Fig. 2. Compton-like familon forward scattering by plasma
electrons. The diagrams describing the familon scattering
by plasma positrons can be obtained from the given dia-
grams by substituting p — —p and by changing the direc-
tion of the fermion line.

forward scattering by plasma electrons and positrons
indicated by the diagramsin Fig. 2. The contribution of
this channel to the effective pseudoscalar particle—pho-
ton interaction has previously been disregarded,
although, as we show below, it can be much larger than
the loop contribution to the effective coupling g,
induced by a magnetic field under certain conditions.
Thetotal ¢ —» yconversion amplitude in amagnetized
plasma can be represented as the sum of the field and
plasma contributions:

M =M +M". ©)

The contributions of the external magnetic field and
the magnetized plasmato the familon — photon tran-
sition amplitude can be determined from the familon—
fermion interaction Lagrangian

—2im;C; ,— .
L= ——(FiysP)0-e(PiAW), (9

¢

where A = (WA, v, is the model-dependent energy
scale (for the familon, this is the horizontal symmetry
breaking scale); ¢; is a dimensionless parameter on the
order of unity, which isalso model-dependent; e and m
are the fermion (f) charge and mass, respectively; and
Y; is the fermion field operator. Here, we use the
Lagrangian with a pseudoscalar coupling to describe
the familon—electron interaction. This does not reduce
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the generality of the results, since the diagrams under
consideration (Figs. 1 and 2) contain only one pseudo-
scaar particleline.

In this paper, we derive a general expression for the
@ — Yy conversion amplitude and the effective
familon—photon coupling in an electron—positron
plasma in the presence of an arbitrary external mag-
netic field. We consider in detail the strong-field limit
commonly realizable in astrophysical conditions where
only the ground Landau level is populated.

2. THE FAMILON-PHOTON INTERACTION
IN PLASMA IN THE PRESENCE
OF AN ARBITRARY CONSTANT MAGNETIC
FIELD

2.1. The Contribution to the Effective Familon—Photon
Coupling Induced by an External Magnetic Field

The familon—photon interaction in an external mag-
netic field is indicated by the loop diagram in Fig. 1,
where the summation is over the virtual fermionsf in
the loop. Of al fermions, the electron as the particle
with the largest charge-to-mass ratio e mis most sensi-
tive to the influence of external magnetic field. There-
fore, the electron makes a major contribution to the
sum; the contribution from other fermions can be
ignored.

The @ — y conversion amplitude induced by an
external magnetic field can be taken from [17]. Per-
forming the substitutions

*
v e}

in Eq. (4.17) from [17] yields

F_ _eCeB

AM
2n2vq,

(e*§a)

x [dufdtexp[-iQ(u, t)],
I

- ®
gyl-u
——]
m: 4 0

e

0
Q(u,t) =t -
0

+_gé_cos(r]tu)—cos(r]t)
omé nsn(nt)

where (T)aB = IEGB /B is the dual tensor of the external
magnetic field reduced to dimensionless form, 3 = eB,

andn = B/mﬁ = B/B,. In what follows, the subscript [

on the 4-vector means that the vector lies in the plane
perpendicular to the magnetic field direction (thefield is
assumed to be directed along the third axis, B = (0, 0, B),
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while the subscript || denotes the longitudinal 4-vector
components, i.e.,

dii = (o 0,0,03),
dh = (0,01,02,0), ¢ = do—0f,
o = di+ . o = gj-qb.

The integration over the variablet in Eq. (5) is per-
formed in the complex plane along the positive direc-
tion of the real axis. The integrand on the real axis has
aset of polesthat should be bypassed below. Let usturn
the contour of integration clockwise until it coincides
with the imaginary semiaxis, which corresponds to the

substitution t —»= —it. After this substitution, Eq. (5)
takes aform that is more convenient for analysis:

F_lecB o _
AM" = 2————T[2V(p(s ¢q)J0'dU_!dTexp[ Q(u, 1)1,
Q(u,1) = rEﬂ.—q—”z—Dl_uq] (6)
O m 40

_q_écosh(r] ut) — cosh(nt)
2m; nsinh(nt) '

It should be noted that, strictly speaking, ampli-
tude (6) is improper, because it contains the Adler
anomaly. Since the familon interaction is free from the
Adler anomaly, the integral at the tensor structure
(e*$ q) iszero at g, = 0inthelocal limit, which is not
the case for amplitude (6). Therefore, the triangular
Adler anomaly should be subtracted in Eq. (6); in our
case, this procedure is reduced to subtracting the field
amplitude in the limit of an infinite fermion mass from
Eq. (6):

M™ = AMT =AM (m, — o).
The familon —= photon transition amplitude in an
external magnetic field can then be written as

.2
ic.e ~

= (e*F
> 2V(p( )]

MF =

" . (7)
X HduIdT exp[-Q(u, T)] - 10
0 0 O

Comparing (7) with (2), we find the contribution to
the effective familon—photon coupling induced by an
external magnetic field:

cee’ Dldumdrex oWl -1 (®
2n2vq,8; { P ’ 0

F o
Yoy =

No. 2 2005



PSEUDOSCALAR PARTICLE-PHOTON INTERACTION

The derived expression is valid for arbitrary mag-
netic fields.

2.2. The Plasma Contribution
to the Effective Familon—Photon Coupling

The contribution of an ee" plasmato the ¢ —» vy
transition amplitude is attributabl e to the Compton-like
familon—photon forward scattering by plasmael ectrons
and positrons (Fig. 2). We will consider in detail the

calculation of the transition amplitude Mf correspond-
ing to the diagram in Fig. 2b. The amplitude corre-
sponding to the diagram in Fig. 2a and the amplitudes
of the scattering processes by plasma positrons can be

derived from Mf via the corresponding transforma-
tions.

Using Lagrangian (4), we obtain the following
expression for the S matrix element corresponding to
thediagram in Fig. 2b:

_iecm,
§_vvaZIdXdydn’ 9)

x el P, Y)E* S(y, X)YsWe(p, X)€" 7€,

Here, q* = (w, k) and g = (w), k") are the familon and
photon 4-momenta, respectively; p* = (E,, p) is the
electron 4-momentum;

E, = A/ps+ma+2pn

is the electron energy at Landau level n; Y, and Sy, X)
are, respectively, the solutions of the Dirac equation
and the electron propagator in an external magnetic

field; and dne_ isan element of the phase volume of the

plasma electron. In an external magnetic field directed
along the zaxisin the gauge A = (0, Bx, 0), the number
of plasma electron states is defined as follows:

dn dpzd P3
¢ (2m)®

Here, L, and L; are the auxiliary parameters defining
the normalization volume, L,L,L; =V, p; isthe kinetic
momentum along the third axis, p, is the generalized
momentum defining the position of the center of the
Gaussian packet on the first axisin accordance with the
equation x; + p,/3 = 0, and f(E,, W) is the equilibrium
electron distribution function, which in the rest frame
of the plasmais

LoLsf(En ).

_ 1
HEW = ST~ + 1

(10)

where 4 and T are the chemical potential and tempera-
ture of the plasma, respectively.
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The electron wavefunctionsin the chosen gauge can
be written as [18]

Ug( P, &) exp[—i (EnXg — P2X, — P3Xs)]

’\/ZEn(En + me) L2L3

We(p, X) = , (12)

where the bispinor amplitudes corresponding to the two
spin components along the magnetic field direction s =
+1are

0
(En+ MoV, (8)
—i/2BNV,,_(§)
—PsV(€)

uS=—l(p1 E) =

I o
I

H(Ey+ mo)V,_1(8) 5
0

g g
‘@ AVANGS @

0 i/2BnV,(8) O
Here,

Bl/4

2"nl Jmt

epdE0H, (&),

V(&) = P o]

H, (&) arethe Hermitean polynomials, and & isadimen-
sionless coordinate,

¢ = B+ 50

The function V(&) at negative values of the subscript n
is assumed to be zero.

In an arbitrary constant electromagnetic field, the
electron propagator has neither translational nor gauge
invariance. The noninvariant component is separated
out in the form of a phase factor, and the propagator can
be represented as [19]

S(x,y) = €°*Y5(x~y),
X 12
<ny)=§FE{AAH+%Fw@—yY] (12

Given the explicit form of the electromagnetic field
potentia in the chosen gauge, the phasein (12) can be
calculated in explicit form:

O(x,Y) = S0+ y) (X~ ).

The trandationally invariant part of the propagator
S(x —y) has various representations; in our case, it is
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convenient to take this part in the form of apartial Fou-
rier integral expansion:

i &t . d’p)
_EJtanhTI(ZH)Z
0

X E[pi| +mgM _(1 + tanht)
g

(13)
+ [Py + mdM.(1-tanht) — 5 BD (1—tanh T)D
O
z -p)

where z, = x, —Y,,, T isthe imaginary Fock—Schwinger
proper time, p, isthe virtual electron momentum,

d’pj = dpydp, M. = 3(12ivyy).

After substituting the solutions of the Dirac equa-
tion (11) and the €electron propagator (12) into the S
matrix element (9) and after simple, but slightly cum-
bersome calculations, the four-dimensional & function
isseparated out in the Smatrix element asaresult of the
fact that theinitial and final states are formed by neutral
particles. In this case, the & function corresponding to
the conservation laws for energy and the second and
third photon momentum components is separated out
immediately after integration over the 4-coordinates x
andy in Minkowski space. The missing o function cor-
responding to the law of conservation of the first
familon (photon) momentum component is separated
out only after integration over the plasma electron
momentum p,. Using the standard definition of the

invariant amplitude [20],

_ i(2m'8'(q-q)
S= oy M

it can be separated from the S matrix element in the
form

o iec,mp¥

My = Ny (e*$q)

¢

Ps3 ” d
z jdpd z, I = f(Ex ) {—tanh}m)

n=0_c

X eXp[ %QZ)D +./Bpz, + lezD
B (14
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x{Va(P)Va(p + +/Bz,)(1 + tanh(TB))

—Vn_1(P)Va-1(p + /Bz;) (1 tanh(TB))}

To calculate the integral over the variable p in
Eq. (14), we usetherelation

[ dpexp(i BPZIVL(P)Va(p + /B2y)

= Bep L2 S epHLa(u),

whereu = BZZD /2 and L,(u) are the Laguerre polynomi-
als normalized by the condition

o

Iexp(—u)Lﬁ(u)du = 1.

Further integration over [ space of the 4-coordinate
z in polar coordinates d’z, = dz,dz, = z,dzd$ alows
the result to be expressed in terms of the zero-order
Bessdl function Jy(X):

P _ I ecemgB

MP = *6
iy (e*90q)

¢

° drt ) ,
nZo'!m exp[=T(me —(py + )]

IESf(E”’ “)fd“ex'o[ 2Etanh(Tﬁ) lﬂ} (15)

0262 O
x Jo %DL%

x{ (1 + tanh(tB))L(u) — (1 —tanh(TB))L,_1(u)} .
Taking theintegral over thevariableu using therela-
tion

Iexp(—ax)Jo(bﬁ() L, (x)dx

_ (a-1)" b° .0 b
"+l ”Dla(l a)D pD4aD

and passing to the new variable s = —1, we find the
amplitude attributable to the Compton-like familon—
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photon forward scattering by plasma electrons corre-
sponding to the diagram in Fig. 2b:

("’)ZI

n=0_w

P —Ce€m eB

P24 (E, 1

00

x jolsexp[is(qf| +2(pa);)] (16)

X

pD |qum(2|3$)D)\

g0,

where

An(x) = exp(=x){ Ln(2X) - L,_1(2X)} ,

2
x = L’ (ps).

B

The calculations of the amplitude M5 correspond-
ing to the diagram in Fig. 2a are identical to the calcu-

lations of M’ presented above. The result for the tran-

sition amplitude Mg differs from (17) by the common

sign and the substitution —q for g. Taking into account
the coherent scattering by all plasma electrons and
positronsfor the familon — photon conversion ampli-
tude in a magnetized plasma, we obtain

ce

MP =
21PV

(8* Fa)

¢

© 5 [+ 1)

Nn=0_x

00

x [ds{ exp[is(qf + 2(pa),)] (17)

+ explis(qf —2(pa)]}

X exp[—iqé?%})\n(x).

Comparing the result obtained with amplitude (2),
we find the plasma contribution to the effective
familon—photon coupling:

P 2 d 3
0;, = ';ﬂim ST TELH(Ey )+ F(Ep —10)

=0
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00

xJ’ds{ explis(a +2(pa),)]
J (18)

+ exp[is(qf —2(pg) )1}

.2 .
iq5sin(2pBs)
X exp[ 20 })\n(x).

Thederived formula, just asthefield contribution (8),
is valid for arbitrary magnetic fields. As we show
below, it is simplified significantly in the strong-field
limit.

3. THE EFFECTIVE PSEUDOSCALAR
PARTICLE-PHOTON COUPLING
IN A STRONGLY MAGNETIZED PLASMA

In this section, we investigate the familon—photon
interaction in the limit of astrongly magnetized plasma
where the magnetic field strength is the largest param-
eter of all the physical parameters that characterize the
magnetize plasma:

B> P’ T m. (19)

These physical conditions can be realized in certain
astrophysical objects. For example, during a supernova
explosion, a region with a size on the order of several
dozen kilometers exists near the neutrinosphere where
the plasma is relatively tenuous, while the magnetic
fields can reach 10*4-10'¢ G [21].

The field contribution to the effective familon—pho-
ton coupling (8) in the strong-field limit (N = B/B, > 1)
isreduced to

2
F —C,€
= ——H(2),
Joy v, (2)
1 (20)
du

H(z) = -!1—2(1—u2)—i£

where z = g /4m; . The function H(z) has various rep-
resentations, depending on the relationship between

4mg and qf -

H(2)
91 iz g,
%QJ—Z(l Z) Jl z2—.J-z
Eﬁarctan 1 -1, 0<z<1,
11 nalz=z=1 g, Loy
%ZA/Z(Z ﬁ+ Jz—1 2./2z=1)
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The function H(2) at large and small values of the
argument have the following asymptotic behavior:

H(z):—l—éliln(4|z|)+i£®(z), 4>1, (21)

H(z)~—z+ EZ

where ©(2) isthe Heaviside function.

The plasma contribution to the effective coupling g,,
is determined only by the ground Landau level (n = 0)
under conditions (19), and the integrals over the vari-
ablest and uin Eq. (18) can be easily calculated:

|7 <1, (22)

g(r;y c.e’m; 2 dpsf(E M) + f(E —1)
v, B 4(pa)—qj

(23)

whereE= ./ pé +m’ istheelectron (positron) energy at
the ground Landau level.

Using (23) and (20) for the effective familon—pho-
ton coupling in a strongly magnetized plasma, we
obtain

_ —ce
Jov = 21tV
(24)
«EH(@) - zmiqzjdp”(E ALLLE M
O 4(pCl)|| q” D

Expression (24) for the effective coupling is simpli-
fied significantly in certain limiting cases.

(1) Thecaseof relatively high familon energies ( >
w? > mﬁ). In this limit, the plasma contribution to the
coupling g,, includes the suppression related to the

electron mass mﬁ, which is the smallest parameter of
the problem. Thus, the effective familon—photon cou-
pling for hard familons is attributable only to the field
contribution, which is reduced by using (21) to

2
F_ G

Joy = Qv = 2T[2V(p.

(2) The case of soft familons (w? < mZ). Under
these conditions, since the behavior of thefunction H(2)
is asymptotic at small values of argument (22), the
effective coupling g, is dominated by the plasma con-
tribution, which can be represented as asingle integral,

(25)

p_ —2CE

Goy= oy = 2y
0

(26)
padE d

ge(f(E ) + T(E —1)).

[

0
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The integral in Eq. (26) can be easily calculated in
the following cases:

(i) adegenerate plasma (4 > T):

2 2

p _2C.€ Me
Joy= Joy= 1-—; (27)
Py oy T[ZV(p |-12
(i) an ultrarelativistic plasma:
b 2C€°
Doy = 9oy~ — —- (28)
oy Py _,_[2‘/(p

As we see from Egs. (25), (27), and (28), the
familon—photon coupling at low familon energies (w <
my) in a degenerate and/or ultrarelativistic plasma and
at high energies (w > m,) does not depend on the
parameters of the medium and the familon (photon) 4-
momentum.

4. A FAMILON (PHOTON) PROPAGATING
ALONG THE MAGNETIC FIELD

Interestingly, irrespective of the external magnetic
field strength, afamilon (photon) propagating in amag-
netized electron—positron plasma along the magnetic
field (gy = 0) interacts efficiently only with electrons
and positrons at the lowest Landau level. In this case,
the expression for the effective familon—photon cou-
pling derived in an arbitrary external magnetic field is
reduced to Eq. (24), which defines the coupling g, in
the strong-field limit.

To prove this assertion, let us first consider the
plasma contribution to the coupling g, described by
Eq. (18). Since

(M, n=0,

AL(0) =
(0) Ep n#0,

weimmediately find that the plasma contribution to the
effective familon—photon coupling for g = 0 is attrib-
utable only to the ground Landau level. Substituting
thisresult into (18) and performing integration over the
variable s, we reproduce result (23) obtained in the
strong-field limit.

Asregardsthefield contribution for a“longitudinal”
familon (photon), we can easily remove the integral
over thevariableT by setting g; = 0in Eg. (8) and repro-
duce result (20).

Thus, the results obtained for an arbitrary magnetic
field for alongitudinal familon (g; = 0) closely repro-
duce results (23) and (20) obtained in the strong-field
limit where only electrons and positrons at the ground
Landau level make a contribution.
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5. CONCLUSIONS

We investigated the pseudoscalar particle—photon
interaction in an electron—positron plasmain the pres-
ence of an arbitrary external magnetic field. The
familon arising from the breaking of horizontal sym-
metry between the fermion generations was considered
as the pseudoscalar particle. However, our results can
be applicable for any particle with apseudoscalar inter-
action with fermions.

We derived expressions for the plasma and field
contributions to the effective familon—photon coupling.
We considered in detail the strong-field limit where the
plasma electrons and positrons populate only the
ground Landau level. We showed that the effective
familon—photon coupling in a strongly magnetized
plasma at low familon energies (w? < mﬁ) is attribut-
able mainly to the presence of aplasmaand is constant.
At relatively high familon energies (B > w? > mﬁ), the
effective coupling is dominated by the field contribu-
tion, which does not depend on the parameters of the
medium and the familon 4-momentum in a degenerate

and/or ultrarelativistic plasma, as in the case of low
familon energies.

Our results can be of useininvestigating the physics
of pseudoscalar particlesin an external active medium,
in particular, under extreme stellar conditions where
both components of the active medium are present
simultaneoudly: the plasma and the external magnetic
field.
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