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Abstract—We consider the structure of the cosmological singularity in Veneziano's inflationary model. The
problem of choosing initial datain the model is shown to be unsolved—the spacetime in the asymptotically flat
limit can be filled with an arbitrary number of gravitational and scalar field quanta. As a result, the universe
acquires a domain structure near the singularity, with an anisotropic expansion of its own realized in each

domain. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

An effective inflationary model is known to be very
difficult to construct in the low-energy approximation
of the string theory [1]. The effective potentials of the
scaar field responsible for the inflationary pattern of
the cosmological dynamics that arise in attempting to
solve the problem do not ensure the satisfaction of the

slow-roll condition |H | < H2. Thus, the Friedmann
decelerating expansion istypical of this effective grav-
itational theory even in the presence of a scalar field.

Actually, this implies that the problem cannot be
solved by abrute-force method: new ideas based on the
nontrivial low-energy spectrum of the string theory or
the nonperturbative effects arising in this theory should
be invoked to obtain an inflationary scenario in terms of
the string theory. One might probably expect the field
dynamics at the inflationary phase to be also nontrivial.

The appearance of Veneziano's paper [2] may be
considered to be the birthing of one of these nontrivial
scenarios. The basic idea of this study is as follows.

L et us consider the low-energy effective action of an
arbitrary theory of closed superstrings [3], with our
analysis being restricted to the field problem with zero
vacuum averages of the fermion fields, the R-R-sector
fields, and the antisymmetric field B, . The sector |eft
after this prolectlon has the same structure for any
superstring theory,! and the corresponding effective
action (in dimensionless units) is

= —ffgd" xe*(R+7"9,00,0). (1)

Here, d is the dimension of space. We will seek a spa
tially homogeneous classical solution to the equations

1 Recall that there are four distinct theories of closed superstringsin
ten-dimensionality: I1A, 11B, heterotic SO(32), and heterotic Eg.

of motion derived by varying thisaction. To thisend, as
usual, we should set

Ow = (1, -2%(1)3)), )

= ). ©)
Substituting (2) and (3) into (1), we easily find that

S = —[d*" 'xa%e (¢’ — 2dH@+ d(d—1)H?). (4)

As can easily be seen, this action is invariant with
respect to the field transformations

) — 77 (5)
¢ — @—2dIna, (6)
t— —t. (7

Therefore, the equations of motion following from (4)
have a classical solution that describes the accelerating
expansion corresponding to inflation at —o <t <—-0and
the Friedmann decelerating expansion at 0 <t < co:

3 Dtl:ll/ﬁi
w0 L (8)
@ = (Ja—l)ln,[l, t>0,
_ D Limptl
a—(_t) t(p )
(9)

@ = -(Ja+1)|n tdj t<O.

The physical meaning of thissolutionisasfollows. The
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universe isinitially an asymptotically flat world in the
sense that the Riemann tensor components tend to zero
ast — —oo. In addition, thisworld is absolutely cold—
it contains no clustered matter. Starting from this max-
imally symmetric state, the universe undergoes super-
inflation (the prefix “super” implies that H > 0) at
—c0 <t < 0 and gives way to decelerating Friedmann
expansion at t > 0, which corresponds to the transition
from the superinflation branch to the dual branch.

Significantly, ast — —0, the spacetime curvature
tends to infinity. Therefore, sooner or later, we will go
outside the validity range for the low-energy appro-
ximation of the string theory and action (1) in our
solution.

The invariance of action (4) with respect to trans-

formations (5)—(7) was called SF duality.? If it holds
not only for the low-energy approximation of the string
theory but also for the total nonperturbative Green—
Schwartz action, then a solution of type (8) and (9)
actually correspondsto the saddle point in the complete
field problem; i.e, it describes the cosmological
dynamics in this theory. However, since the SF duality
itself isan essentially nonperturbative effect, we cannot
ascertain whether it exists in the nonperturbative string
theory in the low-energy approximation. Gasperini and
Veneziano [4] argued that the nonperturbative SF dual-
ity does hold.

The most interesting and critical (from the view-
point of the scenario) point on thetime axisist =0 at
which the cosmological singularity is reached.3

Our objective isto elucidate the pattern of field dyna-
mics near the singularity and to check within the frame-
work of the low-energy approximation whether alow-
ancefor the fluctuations of the classical trgectory (8) and
(9) leadsto ageneral softening of the singularity.

2. AN ANISOTROPIC SOLUTION
IN VENEZIANO'S MODEL

The equations of motion that follow from the four-
dimensional theory with the action

- _Aiz [/-ad"xe "R+ (99)) (10)

(here, weintroduced the constant A¢ to reduce the action
to dimensionless form) are

1 1
-D,D.,@+350,(D®)° = Ryu=5guR, (11

D,D"¢ = (99°. (12)

2 SF stands for the scale factor.

3 The singularity may be smoothed out in the nonperturbative
string theory. The validity of this assumption is closely related to
the possibility of solving the problem of passage through the sin-
gularity from superinflation to decelerating expansion [5] (see
aso [4]).
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Analysis of these equations can be greatly simplified if
we hote that the theory described by action (10) is con-
formally equivalent to the general theory of relativity
with the scalar field

1 4 1
S = _}\_iw—_gd x%?—é(acp)% (13)

Indeed, if the metric g, isthe solution of the Ein-
stein equations, then g,,(s) = Gy €XP(@) isthe solution
of Egs. (11) and (12). The reverse is also true (below,
we cal gy, and g, the metrics in the Einstein and
string frames, respectively).

Let us try to go beyond the scope of the homoge-
neous problem and to construct an exact solution that
corresponds to a classical strong gravitational wave
propagating against a homogeneous background and
strong inhomogeneous scalar field perturbations in the
Einstein frame. Since, in general, this solution, clearly,
cannot be found, we restrict our analysis to the quasi-
two-dimensional problem. Let all metric components
and the scalar field depend on the coordinates t and x
alone. This prablem can be solved completely (see,
e.g., [6]), and the answer is the axisymmetric Einstein—
Rozen metric.

We seek the corresponding solution in the form
dsfg, = €'dt®—e*°dx’ —e*(e'dy’ + €'dZ), (14)

where A, B, C, y, and ¢ are functions of t and x aone.
Since the Einstein equations are invariant with respect

to the gauge transformations T = t(t, X) and X =
X (t, X), we may set goy = —0y; and g, = 0, i.e., A(t, X) =
C(t, x).

The Einstein equations impose the following con-
straints on the functions A, B, y, and @:

- 2
A'—A-2B+2AB+ 2A'B'—2(B)2—% = %((p)z, (15)

2B + 2AB + 2B'A—2B'B—121' = %cp‘cb, (16)

A—A"—-2B"+2A'B' +2AB

"2 (y‘)2_1 2 (17)
-2B)* -5k = 5(@)”

B+2(B)’ = B"+2(B)? (18)

y+2By = y"+2BY". (19)

Finally, the equation of motion for thefield @ appearsas
®+2Bp = ¢ +2B¢. (20)
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We can easily find from (18) that

= 2in(f,(&) + f(n)),

where§ =t—x,n =t+x, andf, , arearbitrary functions
of their argument. Let us now use the remaining gauge
invariance with respect to the transformations & =
H,(%) and N = H,(n) and assume that

1. 0ty
B = EI 0

(21)

Equations (19) and (20) can then be easily solved:

_ 010
o= qJInD_tiD

(22)
+ 3 [eudo(kt) + cNo(kt) € + c.c.,
k

(23)
+ Z [Cado(kt) + CaNo(kt)] € + C.C.
k

Anexpression for A(t, X) can be derived by using the
equations

Az Roy+@ + )+ -8 @

A = 2(@0+VY). (25)

It is convenient to separate the function A(t, X) into
homogeneous and inhomogeneous parts. The former
can be easily derived from Eq. (24):

Arom = 2007+ B* = 1)In(-t/t)
(4} 35(k0) = () ()]

+ (Caccie+ i) E 120, (kN (k)
~ 35Kt Nof—kt) — Jo(~Kt) Na(~k1)]
0o S INE ) - NN (k]

(26)

42 ot SO 3k) + 33
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+ (kt)?

i~ [J6(—Kt) = I (—kt)]

+CyC
: « \ (kt)®
+ (CoCox + C2kC1k)T[2JO(_kt) No(—kt)

—J1(=Kt)N_; (=kt) — J_; (=kt)N, (k)] E
O

+(1,2) — (3, 4).

The inhomogeneous contribution to the function A(t, X)
is easier to determine from Eq. (25):

A = US [Cuido(—kt) + CoNo(—kt)] €
k

+ 3 et 0,3, (k) + CNy (k)
k

X (CqyJo(It) + ¢ No(lt))

27
+ Z kk|t|[clk\]1( —Kt) + CoNy (—k1)] n

k1, k#l

x [Cydo(-1t) + cNo(It)] +c.c.

+(1,2,9) — (3,4,B).

Let usfirst consider the homogeneous limit (c,, =0,
[d , K). Inthe string frame, the spacetime metricis

¢ SW B -1+, .
ds® = E‘{E (dt® —dx?)

' (28)
0 tD1+¢1+V1dy2 0 tDl'HIJl_yldzz.

0t
The scalar curvature corresponding to thismetricis

_ ot
R=—2

tr(1-B*—2p-y?)2
or 5 . (29)

It tends to zero ast —~ —oo foOr any point in parametric
space (Y, B). If B = 0and Y? = 3, then the spacetime (the
background spacetime in the inhomogeneous problem)
isisotropic. In this case, metric (14) isidentical to Ven-
eziano's solution, which isasymptotically equivalent to
Minkowski’s flat universe for t —= —oo. Below, pre-
cisely this choice of parameters will be of particular
interest to us.

No. 4 2003



652

3. THE LIMIT
OF ASYMPTOTICALLY FLAT SPACETIME:
QUANTIZATION

Below, we will seethat the modesin expressions (22)
and (23) can be interpreted as dilatons and gravitons
propagating against the background of curved space-
time. We choose the initia conditions as follows: we
specify a sufficiently large time t; [this time appears
in (22), (23), and (26)] and discard al the modesthat do
not satisfy the condition k|t;| > 1; i.e., we neglect the
modes with awavelength longer than the cosmol ogical
horizon in the initial state. However, the existence of
these modes isin conflict with causality, unless the ini-
tial state itself defined in this way arose from inflation.
Below, by the limit t — —oo, we mean all t such that
[t| > [t;]. In this case, the following asymptoticsis pos-
sible for al the modes without exception:

k)=~ |—2_ cosHkt—TH
Jo(—kt) kD) S50 kt -2 -
No(—kt) = ﬁsin%—kt—%.

It thus follows that the “ correct” modes? are

%einMHgl)(_kt)e—i kx

and

%einl4Hgl)+(_kt)eikx’

which correspond to the substitutions
by = €™ (cu—ica), ba = €™ (cu—icy). (31)

Let us now turn to quantization. We will construct
the scalar product [, @{for the field y corresponding
to agraviton, the procedure is similar). To this end, we
introduce an Abelian gauge field in such away that the
Lagrangian of the theory is

J=gL = S[avage”
As (32)

X [gw(ap _iAp)(p( av _iAv)(p]

and then calculate ./—g 3L/3A,. (Here, the integration
of dV is performed over a spacelike hypersurface on
which the result does not depend because of the validity
of the Gauss theorem; we assume that only the back-

ground contributes to /—ge=, which corresponds to
the assumption that the quanta propagate against a

4 That is, modes corresponding to the positive frequency solutions.
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homogeneous background and that their inverse effect
on the background metric may be disregarded.) Hence,
we can easily find that

. @1 = —Ai—z
s (39)

X I((plau(p; - (p;ap(pl) nue_(p'\/__gdv'

It is convenient to take t = const as the hypersurface
over which the integration is performed. In that case,

L2 R
Cipy, @1 = i N2 j (00,9, —©,0,9,)
) (34)
M tDJ./Z(qJ2+|32+ 1)+1|Jd
N

X,

where L isthelinear size of the space. To correctly nor-
malize the modes

_1
Uk——

2ein/4H(()l)(_kt)eikx1

we cal cul ate the commutator [b, by, ]. For t — —oo, we
have

(i, u 0 = %eZA*ZB“"akk. - E(k )3  (35)

Hence, assuming that

[o(t, x), o(t, x)] = 0, [m(t, x), (t, X)] = 0O, (36)

[9(t, ). 76 X)) = ~58(x=x), (37)
where
/ 2 .
n(t, x) = 20k ~5.J-geg™g,
5 %
we can easily find that
I,
by bl = —=18,, 38
[by, by] R (38)

and the correctly (half-quantum) normalized modes for
{ — —0 are

A2 e
uk - s |e ik(x t).

L3kt
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To physically interpret these quantum modes, we
calculate [Ty, In the Einstein equations, the (0, 0)
component is

4AB - 2B - 2B’
. s .o , (39)
= 2@+ @)+ 1+ ()] = Tog

(we carried over y to the right and now interpret this
part of the metric as the contribution of gravitons). If
the paired correlators are assumed (in this case, it does
not matter whether we consider the amplitudes of the
modes by, to be classica but randomly distributed
Gaussian variables or operators) to be

Ebakbgllj = Ng(K)Oqpdy,

(bykbg0= 0,  (40)

ni(k) = na(k),  na(k) = ny(k)

(the physical meaning of this condition is that the flux
of rightward-propagating quantais equal to the flux of
leftward-propagating quanta), then

(41)

. Akt
ToH= HO= 5 —5-

k

(42)

Thus, we see that for t —= —oo, the asymptotically flat
worldisfilled with gravitational and scalar field quanta,
which are naturally called gravitons and dilatons,
respectively. Their energy density tendsto zero ast —
—oo, Which corresponds to a usual redshift.

Finally, let us find out what an observer moving
inertially with respect to the cosmologically distin-
guished frame of reference (in which the background
spacetime is homogeneous and isotropic) will see [7].
Asthe detector for photons of thefield ¢, we consider a
type of matter for which thefield @ entersinto the effec-
tive gravitational constant. L et |E,Cand |E Cbe the quan-
tum-mechanical states of the detector before and after
the detector has interacted with the field ¢. The pertur-
bation of the Hamiltonian for the detector correspond-
ing to thisinteraction is

= M@oxI (43)

where x(1) is the trajectory along which the detector
moves, and d(T) is the monopole moment operator for
the detector. We can then easily see that the transition
probability of the detector excited by quantaof thefield
¢fromtheinitial stateto al the possible statesis

W=AZD tD z|uE|d(0)|qufF(E Ep).  (44)
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Thefirst factor under the summation sign describes the
detector selectivity, and the second factor describes the
response function, which is interest to us. We calculate
it by assuming that the detector moves inertially with
respect to the cosmologically distinguished frame of

references (i.e., x = vt/J/1—v?):

b b

F(E) = J'er’dr'exp[i E(t —1)] G(x(1), X(1"))

A/l vzr”"f ?nl(k)‘[ mK

1/t

1/k 0
xexpg—lk l ,EE +iET
O

dr' O, [1-v, ogvx
x [——=expOk i
'a[(rl)ljZK |:|

%/1—v /\/1+V|:J
+
1+v 1— vl

Here, we use the following notation:

(45)

= W HF Yy, T =

ti _Dl/ K

Fiovi

t hasthe meaning of world time, and T isthe proper time
of the detector.

t =

Thus, calculating the response function F(E)
reduces to taking the integral

b
_ drt
I(k, E) - .!('[')]JZK ( )
46

D.[[ll/K b
t; IETO.
v G0 0

(I
xexpg—lk
0

If the detector moves moderately fast and if the condi-
tiona, b> 1, issatisfied, thenintegral (46) can be taken
by the stationary-phase method:

iKEY*™t T+v
I(k, E) = kt: 1-v
|

2003
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p 4. THE SPACETIME STRUCTURE
5 expHikt i V%’E“ . NEAR THE SINGULARITY
y Uexp(iEb) U v 47) In the limit t — -0, the spacetime metric in the
0 (Eb)uzK (b/r-)l/" -1 string frame is asymptotically equivalent to the Kasner
0 : metric with the indices
O
o, = LB*BY + (W) 12+ p+yy 0
1~ ’
0. A—vad*d o [(B+B)" +(W+ ) +3/2+ Y+,
exp-kt; I7y0o B0
exp(iEa) U — oo 1+P+y, +B+P
- 12k k-1 0 p. = > - > - , (50)
(Ea) (b/Ti) E [(B+By)" +(W+W) +3]/2+ Y+,
O
_ 1+y+y,—B-P, (51)
Thefinal form of the detector response function F(E) is [(B+ B+ (W+Y,)*+3]/2+ Y+,
2 o where
o = X i
2 i —j kx
o P, = ;—T [e™(bye™ +bye™) +cel,  (52)
K cos(Eb—Ek(ED)) kcos(Ea—E k(Ea)llK)T
E(Eb)llk—lbUZK E(Ea)l"‘_lam" (53)

(48)
s [K sin(Eb—EkED)™) k sin(Ea—Ek(Ea)”K)TE
E(Eb)llK—lb]JZK E(Ea)llK_lallZK |:|

S Gl

H1+ V[
+v 1-

vl

where

1-v
1+ v (Er)"

We see that, if the detector is in a switched-on state at
T 0 (a b), thenit is excited by quanta with momenta k
from the interval

[ﬂ]llK l v |j]:|1/K 1— VO

N1+V' N1+ v

So, for t — —oo, the asymptotically flat spacetime
(the background-related energy decreases as 1/t?) is
filled with particles whose energy density cannot be
ignored (it decreases as 1/t). The cosmological solu-
tions with zero occupation humbers have a zero mea-
sure in the function space of the problem and, in this
sense, are atypical. Thus, there is an infinite arbitrari-
nessin choosing theinitial state for Veneziano’s model,

and the problem of initial data remains to be solved
(see[8]).
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B = 3 2N[€™(bye™ +bye™) +ccl,
k

and N = ,/tA’t/2L° is the normalization constant for
the modes calculated in the preceding section.

The contribution to the action of dilaton ¢ from the
part of the classical trgjectory (22) in the vicinity of the
cosmological  singularity  AS;,, logarithmically
diverges—it is proportional to In(A/ty), where A is the
beginning of the Kasner epoch and t, — 0O is some
small time scale. At the same time, the remaining con-
tribution to the action is finite. This can be interpreted
as the destruction of quantum coherence [9] between
the modes ¢, and ¢, (C5 and ¢, ) for which the condi-
tion |kt | < 1 issatisfied. Because of thisdestruction, the
modes with awavel ength longer than the cosmol ogical
horizon “freeze”—their amplitudes may be considered
to be classical, randomly distributed variables rather
than operaiors.5 These modes contribute to the Kasner
indices. The physical cause of this effect is that the
radius of the cosmological horizon H specifies the
causal connectivity scalein the theory; accordingly, the
guantum guantities can correlate only on scales smaller
than H-L. Amplitude freezing implies that an observer
living at the Kasner epoch will always record the same
Kasner indices, irrespective of the number of experi-
ments that he or she carries out. Nevertheless, before
the time the Kasner asymptotics becomes valid, we

S Strictly speaking, this can be done if the effective occupation
numbers [y, > 1. In this case, the noncommutativity of the coor-
dinates and momenta may be disregarded. For a more detailed
discussion, see [10].
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cannot predict with confidence precisely what Kasner
indicesthe observer will record—in this sense, the Kas-
ner indices are random variables. Thus, the spacetime
structure becomes stochastic ast — —0, and it makes
sense to discuss the behavior of the various correlation
functions of the Kasner indices. Below, we disregard
the time-independent contributions to the metric,
because they bear no relation to the behavior of the met-
ric singularity for t — —0.

Technically, it is more convenient not to pass to
world time but work with a metric of the form

ds? = t™(dt® - dx®) —t®dy’ —t*dZ.
The quantities q,, g,, and g5 are related to the Kasner

indices by

_ 2P —
a: = 1-p, q; =

Since theidentity p; + p5 + p5 = 1 holdsin the string
frame, the following relation is also valid:

Qo +a; = 4(q, +1). (55)

The stochastic spacetime structure can be com-
pletely determined by calculating the distribution func-
tion

F(A ) = [B(02—A)d(q; —p)H
— J-dxdye—i()\x+py) B:,‘i(qzx+q3y)|:|.
Since g, can be unambiguously determined from the
known quantities g, and qs, this distribution function

allows expressions for any correlators of the indices g
to be derived. After ssimple calculations, we obtain

Tt
FO\u) =
N1 N3
A+ A-uto  (56)
qav-"310 #5300
X exp+ - 0,
PO 2N, 2N, o
0 0

This function characterizes the spacetime “in the
infinitely small.” Since the problem is tranglationally
invariant, al points in space are equal in rights: the
locally measured Kasner indices are the random vari-
ables described by the distribution function (56). How-
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ever, the probability that the Kasner indices are small at
a given point in space and large at a point infinitely
close to it approaches zero. The nonlocal correlation
properties of the Kasner indices are specified in part by
the two-poaint correlation functi ons®

[0,(X)G(X)0 = (1+ Y+ B)°

16N?(ny, + N3y (57)
+ ) —————==cos[k(x—x)],
2T
[s(X)0s(X)0 = (1L+ Y —P)°
16N?(ny, + Ny (58)
+ ) —————=cos[k(x—x)],
2T
[Ep(X)0s(X)0 = (1 +y)* P
16N?(Nyy — Ngy) (59)

+ Z = cos[k(x—x)].

k

We can see that the correlation is oscillatory in pat-
tern, whichisan artifact of the method of specifying the
initial conditionsfor t —= —co.

In conclusion, let us consider the transition possibil-
ity from the superinflationary expansion of the universe
to its contraction as the cosmological singularity is
approached.

If the spacetime metric is isotropic and uniform,
then we say that the universe undergoes superinflation-
ary expansion when thefollowing condition is satisfied:

L2
] = & _[&]
H_aQﬂ>0'

where a is the scale factor. If the latter changes with
time as a = (—t)P, then the inequality is satisfied for
p < 0. This criterion can be generalized to the anisotro-
pic case in two ways (as we will see below, the results
depend only dlightly on the choice of a criterion):

(i) by introducing not one but three scal e factors and
requiring the satisfaction of the inequalities p; < 0,
P, <0,andp; <0;

(i) by requiring the satisfaction of the inequality
p; + P, + p; < 0, which characterizes the behavior of the
comoving 4-volume element.

Since the spacetime acquires a stochastic structure
that is locally characterized by distribution (56) as the

singularity isapproached, thereisanonzero probability
that superinflation will stop and will give way to con-

6 The remaining paired correlation functions can be easily calcu-
lated by using Eqg. (55), which relates the Kasner indices. We do
not give the corresponding expressions here because they are
cumbersome.
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Fig. 1. Behavior of the probability of maximum superinfla-
tion duration, W(z p; <0), asafunction of N; and N3 for

Y = —/3 and B = 0 at relatively low graviton and dilaton
densitiesin theinitial state.

Fig. 2. Behavior of the transition probability from superin-
flationary expansion to contraction in al directions,
w(Op; > 0), as a function of N; and N3 for ¢ = —/3 and
3 = 0 and high energy densities of gravitons N, and dilatons
Nz intheinitia state.

traction. It is easy to see that, according to criterion (i),
the inverse (in a sense) quantity—the probability that
superinflation continues until the fall of the universe to
asingularity of the second type—is

w(Op; <0) = w(lqg; <0)

514

J2
1
T oom /NlNS{pde

3/4

do (60)

0 (1+y—pcosg)® (B-—pcose)D
X expi- - 0.
PO 2N, 2N, o
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Inthe physically interesting case with N;, N; — o and
U, B~ 1, we have

1

8,/N;N;

The probability that superinflationary expansion will
give way to contraction in all directions in the same
limit behaves as

w(Op, <0)=

(61)

-1 N1
W(Dpi>0)~nwctmj; 8«/@. (62)

If, however, we proceed from criterion (ii), then the
probability of maximum superinflation duration is

W(Z P <0)
L O (3+w-peose)’
_ + Y —pcosg
= ——— (pdp [doexp+
2TL/N1N3.!p p'!)' ¢ pD 2N,

(63)

: 2
_(B-psing g: 3

2N; g /NN,

Wy, BO1.

Since asymptotics (60) and (63) are virtualy inde-
pendent of the choice of a superinflation duration crite-
rion, we can say that superinflationary expansion nec-
essarily gives way to contraction as the cosmological
singularity is approached.

Figure 1 shows the behavior of the probability of
maximum superinflation duration W(Z p <0 asa

function of N; and N, for ¢ = —/3 and B = 0, which
corresponds to the absence of a seed anisotropy, i.e.,
Veneziano's universe. Interestingly, at moderately large
N, and N, an increase in the graviton energy density
with respect to the dilaton energy density generaly
causes this probability to decrease. Nevertheless, at
large N, and N, the graviton and dilaton energy densi-
ties have the same weight from the viewpoint of their
influence on the probability of maximum superinflation
duration—an increase in the number of gravitons and
dilatonsin the initial state always causes this probabil-
ity to decrease.

When considering the asymptotics of the probabil-
ity of transition from superinflation to contractionin all
directions, w((p, > 0) at large N; and N3, we arrive at a
similar picture (see Fig. 2): an increase in the number
of gravitons in the initial state generally causes this
probability to decrease, while anincreasein the number
of dilatons causes it to increase. This implies that the
dtatistical weight of the states describing anisotropic
expansion (when there is expansion in two of the three

Nl’ N3 — 00,
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directions in space and contraction in the third direc-
tion, etc.) becomeslarge; the higher the graviton energy
density in theinitial state, the larger this weight.

5. CONCLUSIONS

We have considered the structure of the cosmologi-
cal singularity in Veneziano's model. As we showed,
the problem of uniqueness in choosing the initial con-
ditions in Veneziano's scenario has yet to be solved—
the asymptotically flat world that corresponds to the
initial state in the scenario can be filled with gravita
tional and scalar field quanta. In order to understand
what influence any variations in initial data has on the
spacetime structure near the singul arity, we constructed
an exact solution that described the gravitational and
scalar field quanta propagating against the background
of asymptotically flat spacetime in the limitt —»= —oo,
The spacetime near the singularity was shown to be
described by the Kasner metric with indices that are
classical random variables. Our calculations of the dis-
tribution function for the Kasner indices and the proba-
bilities of maximum superinflation duration and a tran-
sition from superinflation to contraction in all direc-
tions (which corresponds to the transition from a
singularity of the second typeto an ordinary singularity
corresponding to the invariants of the curvature tensor
becoming infinite) indicate that an increase in the num-
ber of gravitonsin theinitial state causes the statistical
weight of the evolutions corresponding to anisotropic
expansion to increase.

Physically, this implies that the spacetime near the
singularity acquires a domain structure, with an aniso-
tropic expansion of its own being realized in each
domain.

Thus, we can say that the quantization of Vene-
Ziano's scenario in thelow-energy approximation of the
string theory does not lead to ageneral softening of the
singularity and ideas of the nonperturbative string the-
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ory must be invoked to solve the problem of the tran-
sition from inflation to decelerating Friedmann expan-
sion.
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Abstract—The angular distribution of Auger electrons, and the numerically calculated anisotropy parameters
of the angular distribution a, for (M3 — NoN3), (M3 — N3N3), (Mg — N3N3), (Mg — NgNg), (M4 —
NsNs), and (M, 5 — O, 30, 3) transitionsin aXeatom are given. The matrix elements are cal culated by using
the nonrelativistic Hartree—Fock method in LS coupling and the rel ativistic Hartree-Fock—Dirac method in both
jj coupling (the single-configuration approximation) and intermediate coupling (the multi configuration approx-

imation). © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The existence of anisotropy in the angular distribu-
tion of Auger electrons in atoms was first predicted by
Mehlhorn [1]. This effect has since been extensively
studied experimentally and theoretically. Of particular
interest in these studies arethe Auger electrons produced
when the deep vacancies formed by the interaction of
atomswith synchrotron radiation arefilled [2]. A genera
theory for the anisotropy in the angular distribution of
Auger electronswas developed in [3-6], where the den-
sity-matrix formalism was used. Subsequently, the
angular distribution coefficients were calculated by
several theoretical groups[7-9]. However, aswas hoted
in [6, 9, 10], there are often discrepancies between
experimental data and calculations, indicating that the
studies of the angular distribution of Auger electrons
should be continued. The causes of these discrepancies
have not yet been completely elucidated. They can
result from imperfection of the theory for the angular
distribution of Auger electrons itself (in particular, the
necessity of allowing for the interference of the final
states of anion + Auger electron system [11]) and from
the use of different approximations in calculating the
wave functions of theinitial and final ion states and the
continuum wave functions.

In this paper, we use the theory for the angular dis-
tribution of Auger electrons developed in [6-8]. This
theory is generalized to atoms with open valence shells
for both LS and jj couplings. In addition, we derive
expressions for the anisotropy coefficients of the angu-
lar distribution a, for intermediate coupling, i.e., for the
multiconfiguration relativistic wave functions of the
final and initial ion states. The wave functions of ions
were calculated by the Hartree—Fock method and the

multiconfiguration relativistic Hartree-Fock-Dirac

method.

The parameters of the angular Auger electron distri-
bution depend on the quality of the continuum wave
function, which was calculated in many previous stud-
ies by using rough approximations. In particular, the
exchange interaction between the continuum electron
and the core electrons, as well as the nondiagonal
Lagrange factors that ensure the orthogonality of the
continuum wave function to single-electron occupied
ion states, was disregarded. In this paper, we consider
the influence of these approximations on the angular
distribution parameter a,. We determine the continuum
wave function in our relativistic calculations by solving
the relativistic Hartree—-Fock—Dirac equations. In cal-
culating the continuum wave functions, the influence of
relativistic effects on a, may prove to be significant,
because the behavior of the continuum wave functionin
the core region mainly contributesto a.

In the next section, we describe the basic theoretica
principles used to calculate the anisotropy parameter
for the angular distribution of Auger electrons. In Sec-
tion 3, we give the angular anisotropy parametersa, for
(M3 —= NoNp), (M3 —= N3Ng), (M — N;Ny),
(Mg —= NgNg), My — NgNg), and (Mg s —
0, 30, 3) transitions in a Xe atom calculated by using
various approximations.

2. THE GENERAL THEORY

The scattering of electrons or photons by an atom
A(Jp) can give rise to a vacancy in the inner shell of

A*(J,). Theformed vacancy can befilled with theemis-
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sion of a photon or an electron (the Auger process). In
this paper, we consider the Auger process

A(Jo) +e— e+ eg+A'(J)
\A+(‘]1) —

Here, e, and e, are the scattered and dislodged elec-
trons, respectively. The Auger processresultsin thefor-
mation of adoubly charged ion A%*(J) and a continuum
Auger electron e, inthefinal state. Sincethelifetime of
the excited state is much longer than the collision time,
we can imagine that the scattering takes place in two
independent stages: first, the formation of a vacancy
and, second, Auger decay [1]. To eliminate the interfer-
ence between the states of the two electrons, e, and e,,
let us consider a process in which the energies of the
scattered and Auger electrons are unequal. The quan-
tum states of the eectrons e, and e; and the doubly
charged ion are not fixed in the experiment. In addition,
we assume that neither the electron (€) nor the atom
A(Jy) are polarized in the initial state (A(YoJg))-

A preferential direction is formed when electrons
are scattered by an atom in a system of colliding parti-
cles, which, as was shown in [12], leads to anisotropy
in the angular intensity distribution 1(©) of Auger elec-
trons. An expression for the angular distribution 1(©) of
Auger electrons was derived by several authors[1, 4—7].
In [6], the parameters A(KKQ), which contain informa-
tion about the dynamicsand geometry of the Auger pro-
cess, were introduced to describe the angular distribu-
tion 1(®©). General expressions for A(KkQ) are given in
the same paper:

2+ (1)
AT(J) +e,.

AKKQ) = J(2K +1)(2k + 1)

z Z (_1)J1—M1+1/2—m55 Jl \Jll K E
M, My, Mjm,, mg UM, -M; QU
2
111 B @
x(J2 2 O0IM, p’m VI, M,
O \ O
om, —ms —Qpj

x M, pOmiviI,MH

where V is the electron—electron Coulomb interaction
operator:

= %z v(ri,ry),

(k]

v(r,r) = ©)

Ir—r’

2.1. Intermediate and jj Couplings

By expanding the wave function of the Auger elec-
tron continuum [pmy in terms of spherical waves and
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taking into account the spin—orbit interaction [7], we
can derive the following expression for A(KkQ):

A(KKQ) = Ll—TlTpJ(zK FD)(2k+ 1)

x§ i expli(ol —al)] § (=1)" e
ol @

xJ(2I+ 1) (21'+ 1) (2] +1)(2)' + 1)

10
ex+naX"'e
90000

D‘]Jlj

x [
oK j J1D

NI
— — NI

0 0
xDKXk

k
—QOQD i K
X

DI:IDI:JI:H:II:J
o o

x [(J, €)1V 3,03, £]7) 34 VI 3,00

where | + |' is even. Here, we use the notation of the
Clebsch—-Gordan coefficients, the 6j and 9j symbols

from [13], and o,j is the phase shift for the continuum
electron in a state [j|.

The angular distribution coefficients ay are related
to the parameters A(KkQ) as follows [6]:

A(K00)
A(000) ©)

ag(J) =

For a,, we can easily obtain

o = Sz DJlnvn(Jj)Jlmﬁ JEK T T)(23,+ 1)
lj

J+J, =12+, |+|

C(K)j; (6)

zz( -1)

x cos(op —oy) 004 V[(3)) J,000,IVII(Jj*) 3.0

where

(2i+1)(2j'+1)
2K+1

oK) = - |
¢
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The above matrix elements [J,|V|[(Jj)J,J were

determined for the initial and final multielectron states
of an arbitrary atom. In general, these matrix elements
can be calculated by using the Wigner—Eckart theorem

[13, 14] if the multielectron wave function ¥, , of

theinitial state of A*(Jy), the wave function ¥; \, of the
final state of A%*(J), and the single-€l ectron wave func-

tion y;,, of the Auger electron are known:
40V, )30

23 1 8
1 [0, M, |V|IM, jmT] ®

JM Jm

The wave functions W, , and ¥, , can be calcu-

lated by the relativistic single-configuration Hartree—
Fock—Dirac method. In this case, the coefficientsa are
determined in jj coupling. For atoms with closed shells,
thisapproach isequivalent to the approach developed in
[6-8] and isjustified only for heavy atoms with closed
shells, where the final state of A%*(J) has vacancies at
deep core levels. More accurate results can be obtained
by the multiconfiguration Hartree—Fock method. In
particular, we can take into account the superposition of
all therelativistic configurations that correspond to one
nonrelativistic configuration of theion, i.e., al the con-
figurations that have the same populations of the non-
relativistic shells (nl) and different populations of the
relativistic shells (nlj). We will call this approximation
intermediate coupling. Obvioudly, the intermediate
coupling transforms into LS coupling in the nonrel ativ-
istic limit. This cannot be asserted for pure jj coupling
for systems with open shells and, in particular, for ions
with two vacancies at inner levels.

For atoms with closed valence shells, we can derive
an expression for the above matrix elements

[0,/IVI(Jj)J,0 in hole representation in a pure jj cou-
pling:

[{J, ) duIVIdO = (-1)°"

x Wgje eie)INvIChji, €1j)d0

9)

where |;j; and I;j; are the quantum numbers of two
vacancies of A2*(J), and |;j; are the quantum numbers of
one vacancy of the initial state of A*(J,). © is a half-
integer and depends on the choice of phase factors for
the wave functions of the initial and final ion states.
When (9) is substituted into (4) and (6), the dependence
on © vanishes and the additional phase factor is
(-1)i *7'*1, The derived expressionsfor A(KkQ) and o in
hole representation are similar to (9) and (25) from [7].
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The above matrix element in hole representation for
jj coupling was obtained in [15] and is given in fina
formin [7]. In our notation, itis

[ i 39NV, €lf)I0

= (0" @)+ D(2) + 1)(23+ 1)

12 0 k O
x| (-1) ZC:fl/z kocjjﬁz kol i |
Oji jyJ0 (10)
XR(nflfjhn'fllfjlfvniliji’SIj)
12 O kD
+ zC: 12, kOCJ 12, k0|:| Ji ]
JI Jf JD
x R(nglejr il jh el mbig) |,

where the coefficient T depends on whether the two
vacancies of A%*(J) are equivalent or not:

Ela Nelejs # Nl

T=01

52

Theradia integrals R<in (10) are identical to the stan-

dard radia integrals used in the Hartree-Fock—Dirac
method [16]:

. N (11)
Neleje =gl

0 00

RY(A B,C,D) = Idrlfdrz,

0 (12)
[Pa(r)Pc(ry) + Qalry) Qc(ry)]

X Yi(r1, 1) [Pe(r1)Pp(ry) + Qg(r) Qp(rol,

where A, B, C, and D number the relativistic shells;, P
and Q are the large and small components of the radial
wave function, respectively; and

k

Y ro) = (13)

k+1
>

2.2. LS Coupling

If the relativistic effects are negligible, then the
approximation of LS coupling can be used to describe
the ion states. The standard transformation from jj cou-
pling to LS coupling for the final state should be used to
derive an expression for the angular distribution param-
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eters A(KOO) in LS coupling. For the above matrix ele-
ment in LS coupling, we then obtain (see, e.g., [17])

(3, &lj) 34l VI 3,0

= /(2L +1)(2S,+ 1)(23 +1)(2j + 1)

J
(14)
J

2NN NT TG,
OOOOOotada

Ji

X<%S sl%usﬁalnvnulsl)al>.

Using the Wigner—Eckart theorem, we can easily obtain

(B afsuvics)a)

(15

_ /\/ (23, +1)
TN (2L, + 1)(2S, +1)
<Er3 elZLSiIVI Llsl>

In this case, instead of (14), we have
[3, €lj)J4IVIIO = J(2I, +1)(2 +1)(2] + 1)

L sJE
0
N <Ersa 151||V||L131>

SIFERAE

(16)

X

o

For the parameters A(K0O) in LS coupling, we can then
derive the expression

A(K00) = —J_%;ngilv_leXp[i(@ -0y)]
LT

U2-J=J +1+1

xJ2I+1)(2I+1)Ciy |oZ(—1)

O] |
1.

. . O=iprd

x (23, + 1)1+ DRj+ @i +10 21 ' 0 @)
O] . [
DKIJD
| N ]
D31L131DD31|—151D
0JJ, jod N 0
x [ _}JDDJLSDDJLSD
OKjJ00. ,100. , 10
ol ;000" 350
O N 0
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X<Er3 123,51V L181>< s er s v Llsl>.

Here, L,, S, and J; are the quantum numbers that
describe the state of the singly chargedionA*; L, S and
J are the quantum numbersthat describe the state of the
doubly charged ion A**; | and I' are the orbital quantum
numbers of the continuum (Auger) electron. Since the
nonrelativistic wave function of the Auger electron
does not depend on the quantum number j, the above
matrix elementsin (17) do not depend onj and j'. Per-
forming the summation over j and j', we can then trans-
form (17) to

A(KO0) = (2J +1)(23,+1)

[4

xS 1" Lexpli (0 - )] S F @+ 1)Clrg
I

] |
o ST
" J

K13

i - @x+ 10

S

JooL
X &

I
J, X §

X
I
NI~
OoOooCd
OO
[ [
OO
OO

<B—S’ el5ALSIVI le>< s erZLsivi Llsl>.

The above matrix elements can be calculated by using
the Wigner—Eckart theorem [13, 14] if the multielec-

tron wave function W, Su Mg, of theinitial state of
1
A*, the wave function W 5, oOf the final state of

A?* and the single-electron wave function of the Auger
electron Yy, 1om, are known:

J@L+1)(25,+1)
L ML SM s,
LML,Im SMg Im

<§s sllDLlslnvuLlsl>

x LM S;Mg|VILM,, InT]

(19)

For atomswith closed valence shells, the matrix ele-
mentsin (17) and (18) can be calculated in holerepresen-
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tation [15] by analogy with the case of jj coupling (9):

<Er3 el 1sl||anlsl>

(st

= 1(-1)""" @+ D@l + 1)

ALSIVIRIZ 13

[( 1) ZR (n¢ls, N5lE, nily, €l) (20)
1,0 oy, Lo
XCIfO,kOC:?O,kOD o
Ol | kO
+ (1) Ri(ngl il el nil)
Oyl LU
XCIOKOCIOKOD Bregl
Ol | kO
where R{(nl, n'l', n,l;, n3l;) istheradial integral:
RY(A, B,C,D) = (dr,[dr,Pu(r
( ) I 1I 2Pa(r) 1)

X Pg(ro)Yi(r1, r2) Pe(ri) Po(ry).

2.3. Calculating the Continuum Wave Functions

We determined the nonrelativistic continuum wave
functions in the Hartree—Fock approximation by solv-
ing the equation

- d Pa(n) + [ :1) #V(r) [Pa(r) + We()
22)
= SPsl(r) + Z)\ehnlpnl(r)’
nl

where n and | are the quantum numbers of the occupied
atomic shells of A%, A, , ae the nondiagona
Lagrange factors that ensure the orthogonality of the
continuum wave function P, to the atomic radial wave
functions P, of the same symmetry, V(r) is the Cou-
lomb potential, and W, isthe result of the action of the
nonlocal exchange operator on the radial continuum
wave function.
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The continuum wave function P, used above was
normalized to the o function in energy, [P, |Pg (= &( —
€". Inthis case, the asymptotics of P, is

P.(r) = Jn:i)én(T +0)),

. (23)
+5In(2pr)—lg,

T = pr

wherep = ./2¢, Zistheion charge, and o, is the scat-
tering phase. By joining an arbitrary unnormalized reg-
ular (at zero) solution Pg(r) = NP,(r) of Eq. (22) and its
derivative with asymptotics (23), we can determine the
normalization N and the phase of the solution Pe(r) .
However, to achieve a high accuracy, the joining
should be performed at distances on the order of
10%-10° atomic units; i.e., we should find the regular
(at zero) solution Pg(r) of Eg. (22) inavery largeinter-
val of theradial variable t. The procedure of joining the
solution and its derivative with alinear combination of
theregular, F, andirregular, G, (at zero) Coulomb func-
tions [18] is much more efficient:

PR, = AF(R) + BG(R). (24)

Here, R, is the joining point. The Coulomb functions
can be calculated, for example, by using an efficient
procedure described in [19], where the technique of
continued fractions was used. In this case, the joining
point R, can be chosen in the region where all of the
atomic radial wave functions are negligible and the
atomic potential is a Coulomb one with a high accu-
racy, i.e., at R, ~ 20-50 atomic units. The normalization
N and the phase 6, can be determined from the coeffi-
cients A and B by using the relations

coso, = %(Acoso?—Bsinc?),
sino, = %(Asincﬁ Bcosay), (25)
N = JA*+B?

where o} isthe phase of the Coulomb functions [18],

ol = agr(l+1+in), n = —. (26)

The relativistic continuum wave functions were
determined in the Hartree—-Fock—Dirac approximation
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by solving the equations [16]

d
-+ %st+VCPEk+WZ( = Pt 3 NP
nl

o +I§]ng+[—2cz+vc] QutWo  (27)

@r 0

= 8st + Z)\el,lenk'
nl

Here, P and Q,, arethelarge and small components of
theradia continuum wave function, P, and Q,, are the
large and small components of the radial wave func-

tions for the occupied shells of A2, W5, and WS are

the large and small components resulting from the
action of the nonlocal exchange operator on the two-
component radial continuum wave function, and k is
the relativistic quantum number.

The normalization to energy for therelativistic wave
functionsis

Idr[Ps(r) Pe(r) + QN Q:(r)] = 0(e—€). (29)
0

The radial continuum wave function normalized to the
o function in energy at larger has the asymptotics [20]

~1D€+202D]J2 .
P(f)'-EDn—pD sin(T +0y),
1D8D1]2
Q(r):EEHa] cos(T +0,), (29
0
T= pr—nln(Zpr)—%,
where
, k>0
o=g" (30
v—1, k<O
and
2
vy= [K-5, p=2lEerdy-c,
C c
(31)
_ Ze+c?)
’p

Just asin the nonrdativistic case, g is the phase of the
continuum wave function.
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Just as in the nonrelativistic case, to determine the
phase and the normalization of an arbitrary unnormal-
ized regular (at zero) solution of the Dirac equation Pe,

Q¢ , we joined the solution found with a linear combi-
nation of theregular, P, and Q,, and irregular, P; and Q,,
(at zero) relativistic Coulomb functions;

PR, = AP,(R,) + BP,(R,),
Q:(R.) = AQ(R.) + BQ(R,).

The asymptotics of the relativistic Coulomb functions
can be chosen in the form

(32)

1rg+ 2%
P()=ZF 50 sin(t+oy),
1He 12
QN =Z cos(t+op),
g+ 202|:J1/2 0 9
P'()~CD —— cos(T +0y),

Here, og isthe phase of the relativistic Coulomb func-

tions. Using the standard expression [20], we can easily
obtain the following expression for this phase:

op = agr (1I0+1+in)

1 Ck+inc’/(e+c’)y
AT kK +in O

(34)

For the rel ativistic wave functions with asymptotics (33),
the Wronskian is

W=PQ-PQ = = (39

To calculate the relativistic Coulomb functions, we
used the transformation suggested in [21, 22]. This
transformation reduces the Dirac radial Coulomb equa-
tion to two differential equationsthat areformally iden-
tical to the Schrodinger nonrelativistic equations. It can
be written as

0p O Op0O
oPo=uoPno
0Q0O 0QO
(36)
04 wO
u=[31XD,><=_Z£ 1
Ox 10 clki|kl +y
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Using the transformation U, we can derive the second-
order differential equations

2 * (1%
{ d” 1 +1)—£D}P' = 2¢P,

dr? r’ r
37
¢ B0+ 220 e
dr? r’ r ) ’
where
(0o 8+ =c' _ SEPREIs
2c? 2cH]
Z(e +c%) M
ZD > - Z%-'i-_d:l;
c c
= B k>0 (39)
P T H-1, k<o,
-1, k>0
5=0
v, k<O.

Differential equations (37) differ from the equations
in [21] because they are written in aform more conve-
nient for solving the problem formulated here. Thereg-

ELIZAROV, TUPITSYN

ular, F,, andirregular, G;, solutions of thefirst equation
in (37), as well as the regular, F,, and irregular, G,,
solutions of the second eguation, can be found by using
the same procedure [19] as in the nonrelativistic case.
For therel ativistic Coulomb functions, we can then eas-
ily obtain

N
Pr= ;Z(Fl—XFz),
N
Q= ;Q(Fz—XFl),
\ (39)
Pi= 7 ‘;(Z(Gl—xez),
N
Q =~ ‘;(Q(Gz—xel),
where the normalization N, is defined by
2 _ (1—X2) glk
NG = Smst ey k) +EE | o)

3. RESULTS AND DISCUSSION

We calculated the anisotropy parameters a, of the
angular Auger electron distribution for (M; — N,N,),

Table 1. The coefficients o, for some of the Xe Auger transitions in the approximation of LS coupling

Term oyt ay a,[10] o, [9] o, [24] a, [25]

Xe(My —= Ny 5Ny 'S —1.0000 —1.0000 —1.000 —1.000
Xe(My — Ny 5Ny, 5)°P, —1.0000 —1.0000 —1.000 —1.000
Xe(My —= Ny 5Ny 5)°P; —0.8000 —0.8000 —0.800 —0.800
Xe(My — Ny 5Ny 5)°P, 0 0.7100 0 0

Xe(M; —> Ny 5N, 5)'D; —0.2240 -0.1917 -0.167 —-0.189
Xe(My —= Ny 5Ny 5)°F, 0.5817 0.5867 0.558 0.55 0.607
Xe(Mg — Ny 5Ny 5)°F3 0.4597 0.4659 0.43 0.42 0.493
Xe(My —= Ny 5Ny 5)°F, —-0.7513 —0.7390 —0.806 -0.82 —-0.608
Xe(My —= Ny 5Ny, 0)'G, —0.6203 —-0.6144 —0.640 —0.499
Xe(Ms —= Ny 5Ny 'S —1.0690 —1.0690 -1.069 -1.069 -1.069
Xe(Ms —= Ny 5N, )P, —1.0690 —1.0690 -1.069 —-1.069 —-1.069
Xe(Ms —= Ny 5Ny 5)°P; —0.7483 —0.7483 —0.749 —0.748 -0.748
Xe(Ms — Ny 5N, 5)°P, —0.3818 —0.3818 -0.371 —-0.382 —0.382
Xe(Ms —= Ny 5Ny 5D, —0.2394 —0.2050 -0.124 -0.178 —-0.202
Xe(Ms — Ny 5N,y 5)°F, 0.5157 -0.7134 0.738 0.0056 -0.02 0.115
Xe(Ms —= Ny 5Ny 5)°F5 0.3695 0.3338 0.336 0.322 0.32 0.412
Xe(Ms — Ny 5N, o)°F, 0.4658* 0.3774 0.386 0.435 0.420 0.506
Xe(Ms —= Ny 5N, 5)'G, —0.6631 —0.6568 -0.710 —0.685 —0.533

* For thisline, the experimental values of a, = 0.431 £ 0.12 were presented in [23].
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Table 2. The coefficients a, for some of the Xe transitions calculated in the approximations of LSJ and intermediate (1) couplings

Term 0092 [7] s s az
Xe(Ms —» NoNo)°P, a, —0.0905 0 —~0.0836 0
Xe(Ms —» NaNg)°P, a, 0.5431 0.8000 0.5332 0.6212
Xe(M; —= NyNo)F, a, —0.6805 ~0.7948 —~0.6706 ~0.8266
Xe(M, — > NeNo)3F, a, 0.4161 0.4409 0.2703 0.3837
Xe(Ms —» N,No)F, a, —~0.6041 ~0.8004 ~0.6034 ~0.8314
Xe(Mg —» NeNe)*F, a, 0.1544 0.4370 0.1688 0.379
Xe(M; —» NyNo)*P, a, 0.4760 0.6818 0.5058 0.5034

. HF _HFD
Note: a, (a,

the Hartree—Fock (Hartree—-Fock—Dirac) method.

) isthe anisotropy parameter for the angular distribution of photoelectrons when the wave functions are calculated by

Table 3. The coefficients a, for some of the Xe Auger transitions in the approximations of LS and intermediate couplings

Auger transition Experiment [26] MHFD [10] HF(LYS HFD(I)
Xe(N; — 05 30, 3)'S, -1.000 —1.000 —1.0000
Xe(Ny —> Oy 50, 2)°P, 0.72+0.13 0.231 0.000 -0.1674
Xe(Ng — 05,50, 3)°P; -0.73+0.11 -0.837 -0.800 -0.8321
Xe(Ng —= O3 30, 3)%Pq —-1.000 —1.000 —1.0000
Xe(N; —> Oy, 30, 3)'D; 0.05+ 0.06 -0.116 0.5160 0.3634
Xe(Ns — 03 30, 3)'S, -1.069 —1.069 -1.0690
Xe(Ns —> Oy 30, 3)°P; 0.47+0.13 -0.385 -0.382 -0.2017
Xe(Ns —> Oy 50, 3)°P; -0.77£0.17 -0.743 —0.748 -0.7309
Xe(Ns — Oy, 30, 3)°P, -1.07+0.10 -1.069 -1.069 —-1.0690
Xe(N5 —= Oy, 30, 3)'D; 0.24+0.10 0.094 0.551 0.6167

(Mg —= N3Ng), (Mg —= NiNg), (Mg — N4N,),
(M4 —— N5N5), and (M4V 5> 02‘ 302' 3) '[I’anSI'[I ons |n
aXeatom. We obtained satisfactory agreement with the
only known experimental value of a, for the Xe
(M5 I N4’ 5N4’ 5) tl‘anSIUOI’], GZ = 0431 + 012 [23]
(see Table 1). The calculated value of a, in the relativ-
istic approximation for intermediate coupling is a, =
0.3796 (see Table 2). For (M, s — O, 30, 3) Auger
transitions, the agreement with the experimental value
is much poorer. The parameters a, for some of the tran-
sitions differ even in sign (see Table 3), indicating that
further studies should be carried out.

In our calculations, we took into account the
exchange interaction and orthogonalized the wave
function of the partial Auger electron wave to the core
wave functions of A%* by using the Lagrange factors. Our
caculations for jj coupling are presented in Table 4,

where the following notation is used: ago—the calcu-
| ations without orthogonalization and exchange, a3 —

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

the cal culations without orthogonalization, and o3 —

the calculations with both orthogonalization and
exchange. We see from this table that the values of a5,
grestly differ, depending on whether orthogonalization
and exchange were taken into account for various tran-
sitions. Our calculations presented in Tables1 and 2 are
in good agreement with the calculations of other
authors [7, 9, 10]. In these papers, the atomic wave
functions were determined by solving the relativistic
Hartree—Fock-Dirac equation using the procedure
described in [27]. Our calculations of the parameter a,
for (Mg s — N4 5N, 5) Auger transitionsin a Xe atom
in the approximations of both LSand jj couplings show
that an allowance for the exchange and orthogonaliza-
tion of the Auger electron wave function to the core
orbitals and an allowance for relativistic effects have
similar effects on the parameter a,. The changes in a
arelargest for intermediate coupling in the multiconfig-
uration case. Aswas noted in [7], for LS coupling, the
orbital angular momentum of the partial Auger electron
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Table 4. The coefficients a, calculated in the approximation of jj coupling for the Auger processin Xe (M, 5 — Ny 5Ns),
where the orbital angular momentum of the Auger electronis|; =2, 4,6

Term ii ago 0((2)1 oé1
Xe(Mg —= N;Ng) % %0 —1.0690 ~1.0690 —~1.0690
Xe(Ms —~ N,Ng) Eg, %2 —0.3059 0.2014 07881
Xe(M; —= N;Ng) % %1 —0.8000 —0.8000 —0.8000
Xe(M; —= NNo) Eg, %2 0.0408 0.0258 0.0247
Xe(M; —= N;Ng) %, %3 0.4616 0.4574 0.4553
Xe(M; —= NNo) Eg, %4 06398 —0.6644 —~0.4553
Xe(M; —= NgNe) Eg, %0 —1.0000 ~1.0000 ~1.0000
Xe(M, — = NeNo) %g, %2 —0.7806 07605 ~0.7591
Xe(M; —= NgNe) Eg, %4 ~0.1992 0.1426 ~0.1441
Xe(Ms —= NNo) Eg, %0 ~1.0690 ~1.0690 ~1.0690
Xe(Mg —= N;Ng) %, %2 ~0.7877 _0.7873 07881
Xe(Ms —= N,Ng) Eg, %1 _0.7483 _0.7483 _0.7483
Xe(Mg —= N;Ng) %, %2 ~0.1198 ~0.1346 ~0.1372
Xe(Msg —= NNo) Eg, %3 0.3719 0.3665 0.3639
Xe(Mg —= N;Ng) %, %4 05858 05951 —05972
Xe(Msg —= NeN) %, %0 ~1.0690 ~1.0690 ~1.0690
Xe(Mg —= NgNe) Eg, %2 03255 03376 03401
Xe(Ms —» NgNg) %, %4 0.1994 0.1874 0.1839
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waves can take on values of | =2 and 4, whilefor jj cou-
pling, the Auger electron stateswith | = 6 are also taken
into account. Our numerical calculations for the coeffi-
cientsa, atl =2, 4, and 6 aregiven in Table 4. Note that
the partial waves with | =2 and/or | = 4 mainly contrib-
ute to the parameter a.

We calculated the angular anisotropy parameters of
the Auger electrons produced when electrons are scat-
tered by atoms “from the first principles.” We used var-
ious types of coupling as the approximation: LS, jj, and
intermediate couplings for single-electron and multi-
electron wave functions. Our cal culations show that the
coefficients a, are extremely sensitive to the method of
calculations. This sensitivity can be used as a test for
the method of calculationsfor awiderange of problems
of particle scattering by atoms.
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Abstract—The self-consistent stationary distributions of the field and plasma produced by Bessel wave beams
in agas with the ionization and Kerr nonlinearities are studied analytically. Using a stationary model based on
the condition of a constant field amplitude in the ionized region, the structures are considered to be formed by
Bessel beams of two types: with an azimuthal electric field equal to zero at the symmetry axisand aquasi-trans-
versefield having amaximum at the axis. A specific feature of the plasma channel formed in thefirst caseisthe
presence of anonionized region in its central part (tubular discharge), whose radius is independent of the inci-
dent power. In the second case, the channel is continuous. The relation is found between the incident radiation
power and the external radius of the discharge. It is shown that the Kerr nonlinearity, which is especially impor-
tant at small divergence angles of the beam, enhances the maximum plasma density and reduces the discharge
radius. The parameters of plasma structures produced upon focusing a Gaussian beam by aconical lensare esti-
mated using the model proposed. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The study of nonequilibrium discharges produced in
the axial region of focused laser beams attracts atten-
tion due to the possibility of using them for fabrication
of extended plasma waveguides on which modern
projectsfor developing X-ray lasers and electron accel-
erators are based. In thisrespect, filamentary discharges
produced upon focusing a beam by a conical lens (axi-
con) are very promising [1-5]. Axicon focusing pro-
vides independent distributed input of the electromag-
netic energy into a plasma filament over its entire
length, thereby increasing its axial stability and exclud-
ing the restrictions imposed on its length by the defo-
cusing action of the plasma. Figure 1 schematically
shows the axicon focusing of a wave beam and a dis-
charge produced in its axial region. The characteristic
longitudinal (L) and transverse (d) dimensions of the
discharge are determined, when the threshold break-
down intensity |, is not greatly exceeded, by the corre-
sponding dimensions of the axial caustics of the beam;
in particular, for a wavelength of A ~ 1 um, an input
radius of the beam of R~ 1 cm, and afocusing angle of
9 ~ 102, these dimensions are equal to L ~ Ritand ~
10cmand d ~ A/sind ~ 10 pm.

The field of a wave beam formed by the axicon is
close to that of a cylindrical wave. The radial distribu-
tion of the beam is determined over arather large length
by the Bessel function (the transverse component of the
electric field E; ~ Jo(kr), where k5 is the transverse
wave number); for this reason, the beam itself is often
called a Bessel beam. Using a specia phase corrector
placed in front of the axicon, the beams with nonzero

azimuthal indicesm=1, 2, 3, ..., can be formed, whose
transversefield at theaxisis zero [E; ~ J.,(K-r)exp(imd);
r and ¢ are polar coordinatesin the cross section plane].
The dynamics and structure of discharges in Bessel
beams of different types (both with a maximum and a
minimum at the beam axis) were studied experimen-
tally and by numerical simulations by several research
groups (see papers [6-10] and references therein).
In[6-9], studies were performed on comparatively
long time scal es, when the discharge dynamicsis essen-
tially determined by the heating and gas-dynamic
expansion of the plasmabeing formed. These processes
result in the formation, over the course of ~100 ps, of
the required waveguide structure with the plasma den-
sity minimum at the axis[8, 9] and, asfollows from the
numerical solution of the self-consistent problem [9],
can be accompanied by the self-capture of ionizing
radiation by the eigenmodes of the plasma waveguide

vAVAVAV “
"l"" "

Fig. 1. Schematic view of axicon focusing and the break-
down region: (1) conic lens, (2) discharge region.
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being formed. On a time scale of 1-10 ns, the same
therma and gas-dynamic processes can produce the
longitudinal self-modulation of the plasma [4-7],
resulting in the destruction of a regular waveguide
channel. The authors of [7] also experimentally pro-
duced a plasma structure of the waveguide type (per-
sisting at the later stages of the process) with the den-
sity minimum at the axis, which had formed already at
theinitial stage of the medium breakdown in the field
of a “tubular” Bessel beam whose radial structure is
described by the nonzero-order Bessel function.

When the gas breakdown is produced by sufficiently
intense and short (<10 ps) laser pul ses, the effects of the
heating and motion of the gas cannot be manifested
until the pulse ends. One can expect that in this case,
due to the screening produced by the plasma being
formed and arather strong dependence of theionization
rate on the field amplitude, fast (avalanche or tunnel-
ing) ionization should give rise to the establishment of
a nonequilibrium quasi-stationary state, in which the
gasstill remains cold and immobile, while the el ectric-
field amplitude in the plasma is reduced to the level
corresponding to the ionization threshold. Such a sta-
tionary regime (which we will call a cold discharge)
can be set for rather short times (<1 ps) and can be the
initial stage of any discharge (before the appearance
of noticeable changes in the gas temperature) in long
pulses.

Experiments on the axial breakdown of a solid
dielectric produced by high-power femtosecond laser
pulses are described in [10]. However, the direct obser-
vation and measurement of the parameters of the quasi-
stationary state in these experiments, asin experiments
with long laser pulses, were complicated because of the
limited time resolution of the detecting system. It is
possible that such measurements can be performed by
using weak probe beams.

The aim of this paper is to study analytically the
possible self-consistent stationary distributions of the
field and plasmain Bessel beams of two types (with a
zero or amaximum of the field at the beam axis). The
plasma density and the amplitude of acylindrical wave
forming the Bessel beam are treated as functions of
the distance to the symmetry axis and are independent
of the longitudinal coordinate. The analysis is per-
formed using a rather simple approximate model, in
which the discharge plasmais considered asamedium
with a specified level of the nonlinear self-restriction
of the electric-field amplitude. Such a model was pro-
posed and used earlier for describing different types
of stationary structures of microwave [11-13] and
optical [14] discharges. Asin[14, 15], along with ion-
ization nonlinearity, we al so take into account the Kerr
(electronic) nonlinearity, which causes the bending of
ray trajectories in the wave beam outside the dis-
charge.
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2. BASIC EQUATIONS
AND APPROXIMATIONS

The rate w of the plasma concentration (density) N
changing averaged over the field period, which is
defined at each point as the difference of the local ion-
ization rates w; and recombination losses w,, isin the
general case a function of the electron concentration,
concentration N,,, of neutral particles, and amplitude |E|
of an alternating electric field:

W = w—w, = W(N, Ny [E]). )
Other (nonlocal) mechanisms of the density variation,
caused, for example, by the action of the ponderomo-
tive force or the transfer of particles and heat, have no
time to play any significant role under the conditions of
optical breskdown of the gas by sufficiently short
pulses of interest to us. In this case, the dependence
W(|E|) is rather strong in the vicinity of a threshold
value E, of the amplitude, which is usually defined as
the threshold breakdown field. Upon gas breakdown in
a Bessel beam with the frequency w and the transverse
wavenumber k; = (w/c)sind (9 is the convergence
angle of the beam), the density of the plasmabeing pro-
duced rather rapidly achieves the value

NON, = Ngsin’9

(N = mw?/4Te? is the critical concentration) at which
the plasma’sinfluence on the value and structure of the
electromagnetic field becomes noticeable. Because of
the screening produced by the plasma, the field ampli-
tude in the discharge decreases, resulting in turn in a
drastic reduction in the rate of increase in concentra-
tion, which virtually stops. Therefore, the electromag-
netic field isin fact self-restricted in the discharge at the
level Eg,, after which the discharge remains in the
quasi-stationary state for some time (until the begin-
ning of gas-dynamic processes). In this state, the field
inside the plasma can be assumed equal to the threshold
one, which allows us to find the discharge structure by
solving the corresponding inverse problem of electro-
dynamics. This problem is stated as follows: given the
parameters of the incident wave, it is required to deter-
mine the distribution of the plasma density N(r) for
which the solution of Maxwell's equations (for the
specified parameters of the incident cylindrical wave)
satisfies the conditions (see also [11-14])

|[E| = E4, intheregion N >0,

2
|E| <Ey, intheregion N =0. @)

Note that this approach provides high accuracy in cal-
culating self-consistent stationary distributions of the
field and plasma in the discharge at a sufficiently high
level of recombination losses, when the dependence
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W(|E|) has a sufficiently high steepnessin the vicinity of
point |E| = E,, defined by the condition w =w, —w, = 0.
In the absence of recombination, comparatively narrow
long-lived regions with the density exceeding the val-
ues calculated from condition (2) can be formed at the
initial stage of the breakdown. However, in the case
under consideration, the solution obtained using this
condition also alows one to approximately calculate
the basic structural characteristics of the stationary
state and to find their dependence on the initial param-
eters of the problem.

We will write the stationary wave equation for the
vector of the complex amplitude of the electric field
E(r)exp(—wt) in the plasma and the surrounding neu-
tral medium in the form

~[Ox[ xE]] +kg[1-n(1-i3) +BIE|]|E = 0.(3)

Here, ky = w/c is the wave number in vacuum, o = v/w,
v isthe effective frequency of collisions of electrons,

N 2.1
n=—(1+9d
N (1)
isthe dimensionless el ectron concentration, and 3 isthe
Kerr nonlinearity parameter—the coefficient in the
expansion of the dielectric constant € = g, + B|EJ?,
which is determined by the nonlinear polarizability of
the medium (deformation of the electron orbits and the
shift of the electronic levels of atomsin astrong optical
field). We neglect the linear polarizability of atoms,
assuming that ¢, = 1 — n(1 —id). The value of B in
gases at atmospheric pressure is typicaly (1-10) x
1072t cm?/V2. The coefficient B increases with pressure
proportionally to the concentration of neutral particles.
The Kerr nonlinearity changes the real angle of radia-
tion incidence on the breakdown region, and this non-
linearity proves to be substantial at small convergence
angles 9 of the unperturbed beam.

The solution of the formulated problem is signifi-
cantly simplified when a discharge has a cylindrical
symmetry and the electric-field vector is represented
(exactly or approximately) by one scalar projection. We
consider below two such models: (1) adischargein the
field of a symmetric TE-wave with the azimuthal elec-
tricfield E,, which vanishes at the symmetry axis (vec-
tor mode!), and (2) a discharge produced by the quasi-
transverse field E, of abroad Bessel beam with a maxi-
mum at the axis (scalar model). Inthefirst case, the prob-
lem admits, within the framework of approach (2), (3), a
comparatively simple exact solution for any value of
the beam convergence angle 3. In the second case, the
problem can be solved in the scalar (paraxial) approxi-
mation for & < 1. In both cases, we areinterested in the
solutions of Eq. (3), which can bewrittenin cylindrical
coordinatesr and zin the form

E(r) = &oE(r)exp(ihz); (4)
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i.e., we represent an inhomogeneous traveling wave,
which isinhomogeneous over the radius and has afixed
longitudinal wave number h = kycosd and polarization
specified by a unit vector &.

3. DISCHARGE IN A SYMMETRIC TE-WAVE
WITH THE AZIMUTHAL ELECTRIC FIELD
(EXACT SOLUTION
OF THE VECTOR PROBLEM)

Consider a discharge maintained by the field of a
symmetric TE-wave with an azimuthal electric field.
Assuming &, = @, in expression (4) (@, is the unit vec-
tor in the direction in which azimuthal angle ¢ isbeing
measured) and representing the corresponding projec-
tion of the field in the form E = Aexp(iy), we abtain
from (2) and (3) the equation

2 2 2— _
+Fa_r_2+kDE+k°B|El E=0 (5)

for the complex amplitude E in the nonionized region
(for n = 0), and the equations

2
2
%"{E = ké(nm—n)-r—lz 7)

for thereal functions (r) and n(r) in the plasmaregion
(n>0,A=Ey).

Here, the notation

2
np = (L+y)sio, y = B
sin™9
isintroduced. The conditions at the i oni zed—nonionized
region interface, which are equivalent to the conditions
of continuity of the tangential components of the elec-
tric and magnetic fields, have the form

0A Loy
[El = A=E, = =0, |—qJ|j =0, (8
or DOFD

where the braces denote the jump of a quantity at the
interface.

Because n is positive, Eq. (7) cannot be satisfied in
the axial region and, hence, within the stationary model
used here, the discharge should have an inner cavity
where the gas remains nonionized. In the general case,
the plasma density can differ from zero only inside
some circular regionry <r <ry; i.e, the stationary dis-
charge under study represents a cylindrical tube.
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In the inner region r < ry, where plasma is absent,
the phase Y = const stems from the absence of any
external sources at the axis. In this case, in the absence
of Kerr nonlinearity (for 3 = 0), the solution of Eqg. (5)
is the first-order Bessel function E ~ J;(kqr), and the
radius r, of the inner cavity, as follows from boundary
conditions (8), is determined by the position of the first
maximum (i.e., by thefirst zero of the derivative) of this
function:

N X7
0~ 0T ksng’

The Kerr nonlinearity causes an increase in the effec-
tive transverse wave number, thereby decreasing the
internal radius of the plasma tube: ry = T,f(y). The
dependence f(y) found by numerically solving Eg. (5) is
shown in Fig. 2. Note that the radius r is determined
only by the converging angle 9 of a cylindrical wave
and the parameter y (r, is independent of the incident
power and the frequency of electron collisions).

The equation for the concentration in theregion ry <
r < r, can be obtained from Egs. (6) and (7) by exclud-
ing phase Y from them:

rarE 3(n.. n)-l K2an. ©

It follows from Eqg. (7) and the condition dy(ry)/dr =0
that the plasma density at the internal boundary of the
ionized region is

1

Ng = n(ro+0) = n,———.
C " (ko)

In the absence of collisions (for & = 0), the condition

dy/dr = Oissatisfied over the entire space. In this case,

Eqg. (7) alows us to find function n(r) in the entire

region wheren # O:

1

n=n,——s.
(kor)?

(10)

In the general case, the solution of Eg. (9) for function
n(r) is expressed in terms of complex-order Bessel
functions. Because this representation of the solutionis
cumbersome and not sufficiently descriptive (see
Appendix), we present here only the results of its
approximate analysis for some limiting cases, as well
as the results of numerical calculations.

For low collision frequencies of electrons (0 < 1),
the solution in the region r < 1/k,,/n,,& can be found
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Fig. 2. Dependence of the dimensionlessinternal radiusf =
ro/fo of a “tubular” discharge on the Kerr nonlinearity

parameter y= Etzh /sin%9 (vector model).

by the perturbation method by calculating from (9) the
first correction to zero-order approximation (10):

1
(kor)?

> 2
—%[ (122 )+k—| drm}-

Function n(r) defined by this expression has the
maximum

n=n,—

(11)

nmax =NnN=

Ny(1-0)
at the point

2
K2n,®

At large distances from the axis, the plasma density
monotonically decreases for any o # 0 and tends to its
asymptotic behavior

o= Al

Kol ®

intheregion

1+9d

KoBu/Ney

2003

r>
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rlrgy

Fig. 3. Radia distributions of the plasmadensity in a*“tubu-
lar” discharge for different values of parameters 6 and y
(radiusr isnormalized to theinternal radius of the discharge
ro = 1.84f/ksin® = 0.29Af/sind; the values of f are deter-

mined fromtheplotin Fig. 2): =0(1),0.1(2),0.5(3);y=
0 (solid curves), 1 (dashed curves), 10 (dash-dotted curves).

The results of numerical integration of Eq. (9) for dif-
ferent values of 6 and y are shownin Fig. 3.

For any finite value of the specific power P of the
incident wave (defined asthe energy flux of theincident
wave propagating through the surface of a unit-length
cylinder embracing the zaxis), the density distributions
described above should be truncated at apointr =r; to
the right of which the plasma density again vanishes
[n(r >r,) = 0]. Position r, of this external boundary of
the plasma tube, like the specific power Q (per unit
length) absorbed by the discharge, depend on parame-
ters P, 9, 9, and y and can be found by solving Eg. (5)
with boundary conditions (8) at r = r, and the radiation
condition for the reflected-wave field at infinity. In par-
ticular, in the absence of Kerr nonlinearity if the condi-
tionk-r, > 1lisfulfilled, when the solution is expressed
in terms of Bessel functions, and the latter are close to
their long-range asymptotics, the field in the external
region can be represented as a superposition of theinci-
dent and reflected waves:

. C )
E = Aexp(ip) = T'GXD(—I Kqr)
' (12)
+Eexp(ik5r).
N

Boundary conditions (8) allow usto relate the incident-
wave amplitude |Ci|r-¥2 with the phase derivative
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dy(r)/dr forr =ry:

G _1- g 1 duly .
Jno 2 "k,sind dr T

By using the expressions for the incident and absorbed
powers

(13)

cr; dy(ry)
4k, dr

P = §|ci|29ns, Q= B2 (14)

and Eq. (7), which alows us to express the derivative
dy/dr interms of the plasmadensity, we obtain from (13)
the dependences of P and Q on theradiusr, forr, > r:

P = Z2sindE;,
1 _ 5 (25
xHor a9 —n(r) - (kor)
_ Crl A/ . 2 -2
Q = ZEn/S9 —n(r) —(kor) > (16)

The quantity n(r,) in expressions (15) and (16) is deter-
mined from the solution of Eq. (9). To maintain adis-
charge with radius r, of the external boundary in the
absence of absorption (6 =0, d/dr =0, Q=0), aninci-
dent power of

is required. When absorption is strong (kor,04/sind >
1+ ), the absorbed power is close to the incident
power: Q = P = 4P,. The threshold specific power Py,
for maintaining the discharge can be found from the

condition EX?) = E,, that the maximum amplitude of

the field E(r) unperturbed by the plasma should sat-
isfy. In the absence of Kerr nonlinearity, when E©@ ~

Jy(rk.), we have Py, = 0.12CEZ /k,.

The Kerr nonlinearity gives small corrections to the
expressions presented above if y < 1. In the region
r,k; > 1, these corrections can be taken into account

analytically. By making the replacement Y = E.J/r
in (5), we obtain for Y the equation of anonlinear oscil-
lator with a continuoudly varying spatial frequency:

3Y _

Y'Y + kglele— 5= 0 (17)
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The boundary condition for the function Y hasthe form

V) = Enr ) = i S0DELG (19

We will seek the solution in the form of counterpropa-
gating waves with dowly varying complex amplitudes
Ci(r) and C(r),

Y = Ci(r)exp(—ikgr) + C.(r)exp(ikgr).

At alarge distance from the boundary, where the Kerr
nonlinearity can be neglected, the amplitudes |Ci(r)|

and |C,(r)| tend to constants C; and C,, from which the
incident power can be found by using (14). For y < 1,
the approximate solution of Eq. (17) can be found by
retaining in the nonlinear term in the left-hand side only
the fundamental harmonics exp(zik-r) and by neglect-
ing higher harmonics. Taking into account boundary
conditions (18), this leads to a system of algebraic
equations for the amplitudes of the fundamental har-
monics, whose solution in thefirst-order approximation
iny gives

€.l = 3Ea/i[12a+EEFa+a’730%) 19

where

o < J@ry)sn’s —n(r) - (kt )™

sind (20)
In this case, the incident power per unit length is
Cry .
P= Télsm{) E;(1+a)’
(21)

X[1+\—é(3—a +0(2—30(3)}.

The absorbed specific power is still described by
expression (16).

Thismethod also allowsoneto obtain aqualitatively
correct result (with accuracy to factors on the order of
unity) in the case of strong Kerr nonlinearity. In partic-
ular, in the absence of collisions, we obtain by this

method
Ccrq . 3
P = 1—613m19Etzh /1+Zy.

A result close to expression (22) can be obtained in the
same quasi-plane approximation (r,k; > 1) by another
method. Let us represent the solution of Eq. (17) in
the form of the elliptic Jacobian function cn with a

(22)
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Fig. 4. Dependences of the external radius of the discharge
(normalized to the transverse scale k = 2r/Asind of the

beam) on the incident power for different parameters 6 and
yfor the vector model: 8=0(1), 0.1 (2), 0.5 (3); y=0(solid
curves) and 1 (dashed curves).

dowly varying “amplitude” Y,, “frequency” u, and
parameter m:

Y(r) = Yo(r)en(u(r), m(r)). (23)
In the case of a one-dimensional plane problem, this
method yields an exact solution. By introducing (23)
into (17), we can obtain asystem of algebraic equations
for Yy, u, and mwhose solution, together with boundary
conditions (18), gives

p=ignee2 iy Y |
=16 t y[ 2(1+y)]'

(24)

For y > 1, both these methods give the same depen-
dence of the channel radius on the specific power:

cr

P = T=En/Bn. (25
Depending on the method of solving Eqg. (17), con-
stant n is equal to 0.84 [from expression (24)] or 0.86
[from expression (22)]. The numerical calculation gives
n =0.79. Note that in the case of strong Kerr nonlinear-
ity, the discharge radius is independent of the focusing
angle.

Figure 4 shows the dependences of the external
radius of the discharge on theincident power calculated
numerically for different values of parameters & and y
(solid and dashed curves). Figure 5 shows the radia
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Fig. 5. Radia distributions of the plasma density and the
field amplitude for the vector model with d = 0.5, y = 1,

Pky/CES, = 1, and P/Py, = 10.

distributions of the plasma density and the field ampli-

tude for = 0.5, y = 1, and Pky/CE;, = 1. The results of

the numerical calculation of the fraction of absorbed
energy q(P) = Q/P and the threshold specific power
a(y) = Pu(y)/Pi(0) are presented by solid curves in
Figs. 6 and 7.

4. DISCHARGE IN A PARAXIAL BESSEL BEAM
WITH THE FIELD MAXIMUM
AT THE AXIS (SCALAR APPROXIMATION)

When the condition & < 1, n < 1 is fulfilled, the
wave beam can be described using the so-called small-
angle (paraxia) approximation. We will see that the
second of these conditions for the stationary states
under study provesto be always satisfied when the first
condition is fulfilled, so that the first condition can be
considered as a sufficient condition for the applicability
of this approximation. Within the framework of this
approximation, the electromagnetic field is amost
transverse and vector wave equation (3) is reduced to
the scalar Helmholtz equation for the transverse (Carte-
sian) component E, = E(r)exp(ihz) of the electric field:

ALE +K[sin*8 —n(1—-i8) +BIEIYJE = 0, (26)
where
_d®,1d
Ao = d—r—2+ rdr
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q
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0.2

0 1 2 3 4
Pky/cEZ,

Fig. 6. Dependence of the fraction of absorbed power q =
Q/P on the incident power P for the vector model for y=0
(solid curve) and 10 (dashed curve); & = 0.1.

is the transverse (radial) part of the Laplace operator.
For the nonionized region, we should set n = 0 in this
equation. The equationsfor phase Y(r) and plasmaden-
sity n(r) in the discharge, which are similar to those
derived in the previous section, have the form

62LlJ oy _ -
E + T or = —k05n, (27)
2
U = K(sin®® —n + BER), (29)
10 _
Fﬁ(r /N,—n) = Kkyon. (29

Here, the same notation is used as in the previous sec-
tion. Unlike the previous case, the discharge structure
determined by these equations does not contain an
inner cavity: the plasma occupiestheregion0<r <ry,
wherethefield amplitudeis A = E;;, and the plasma den-
sity, determined from Eq. (29), is

_ O [LG/rkn)]T
"= Mt [lowﬁnkor)} ik 40

where |, and |, are modified Bessdl functions. The
plasma density achieves the maximum value

n=n,= (1+y)sin28
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Fig. 7. Dependence of the threshold power on Kerr nonlin-
earity parameter y for the vector (solid curve) and scalar
(dashed curve) models.

for r = 0 and gradually decreases with a characteristic
scale of R = 1/ky./n,, & with increasing r in the region
r<r, (Fig. 8). At the boundary surface r = r,, the

plasmadensity abruptly vanishes. In the absence of col-
lisons (for 8 = 0), n = n,, = const over the entire region

rikp
15

12

Pko/cE?

Fig. 9. Dependence of the plasma-channel radius on the
incident power for the scalar model for 3=0(1), 0.1 (2), and
0.5 (3); and y = 0 (solid curves) and 1 (dashed curves).

n/ Ny,

1.0

0.8

0.6

04

0.2

Il
0 5 10 15 20

kgr, 14y

Fig. 8. Radid distributions of the plasmadensity for the sca-
lar model at 5=0(1), 0.1 (2), and 0.5 (3).

r < r,. Position r; of the boundary and the specific
power Q absorbed by the discharge, as in the previous
section, depend on the value of the incident specific
power P and are determined by matching the solutions
for the internal and externa regions using the same
boundary conditions (8). When r k5 > 1, the quantities

1.0 T T

[EVE

0.8F nin,,

0.4 .

0.2

}’kD

Fig. 10. Radial distributions of the plasma density and the
field amplitude for the scalar model for & = 0.5, y = 1,

Pky/CE =1, and P/Py, = 30.
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r, and Q are related to the incident specific power by
expressions that differ from similar expressions (15),
(16), and (20) only by the absence of theterm r2in the
radicands, while expressions (22) and (24) retain their
form. In this case, the threshold specific power is three
times lower than in the previous case. Py =

0.040th /Kky. The dependence of the plasma channel

radius on the incident power P for different parameters
of the problem and the dependence of the threshold
power Py, on y are shown in Figs. 9 and 7 (dashed
curves). Figure 10 presents the radia distributions of
the plasma density and the field amplitude for 6 = 0.5,

y=1, and Pky/cE], = 1.

5. CONCLUSIONS

Based on the approximate model of astationary dis-
charge treated as a system with a specified level of non-
linear self-restriction of the field amplitude, we have
calculated analytically and numerically the axially
symmetric stationary distributions of the plasma den-
sity in optical discharges produced by “Bessel” wave
beams of different types. In a beam with an azimuthal
electric field equal to zero at the symmetry axis, adis-
charge appears in the form of a plasma tube, whose
internal radius is determined by the convergence angle
of the beam, and the external radius is determined by
the specific power of a converging cylindrical wave
forming the beam. Such discharges can be used as
waveguide structures producing channeling of the elec-
tromagnetic radiation over rather large distances. In a
beam with the field maximum located at the axis, the
discharge is continuous:. the plasma density in the dis-
charge first monotonically decreases with distance
from the symmetry axis and then abruptly vanishes.
The maximum values of the plasma density in the dis-
charges of both types are proportional to the square of
the convergence angle of the beam. It is shown that
even weak Kerr nonlinearity in the medium at small
convergence angles of the beam strongly affects the
maximum plasmadensity and the position of discharge
boundaries.

The solutions found in the paper can be also used for
the description of the quasi-stationary states of axicon
discharges in longitudinally inhomogeneous Bessel
wave beams formed in real laboratory experiments (for
example, upon the axial focusing of a Gaussian beam).
Under these conditions, the parameters of structures
found, in particular, the external radius of the discharge,
should be considered as local functions of the incident
specific power, which gradually changes along the axial
coordinate. Note, however, that stationary dischargesare
subjected under real conditionsto self-focusing [16] and
ionization [17] instabilities, which we have not consid-
ered here. In particular, the first of them developsin a
nonionized medium [4] if the characteristic transverse

size k7' of the beam exceeds the characteristic trans-
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verse instability scale (kOA/BEzmx)—1 [16] (En o is the
maximum field amplitude in the unperturbed beam),
i.e., when the condition

ck,sin’9
P>P,, P, DOlTB (31)
isfulfilled. If
9<9,0 [0~ [BEG
0

and P, > P > P, then gas breakdown occurs only after
the development of a self-focusing instability and also
can be accompanied by the formation of stationary
waveguide channels, in which the defocusing action of
the plasmais compensated by Kerr focusing [14, 18].

In conclusion, we estimate the characteristic param-
eters of a stationary discharge formed upon the axicon
focusing of a Gaussian beam with an intensity (in front
of the axicon lens) of

I (r) = l,e 3_%
in X
0 p

inair at atmospheric pressure. Asfollowsfrom geomet-
rical—optical calculations [4, 5], the specific power

P@ = I,,(ztand)2ztan’d

in abeam converging behind the axicon at asmall angle
9 slowly changes along the longitudinal z axis, achiev-
ing a maximum of P, = 2.7I;R;tand at a distance of
Z,= 27’Ry/tand. Assuming that E;, = 2.3 x 108V cm™
and 3 = 1.4 x 1072t cm?/VV?[18], wefind the value of the
critical angle 3 = 0.01 rad above which the self-focus-
ing instability (before gas breakdown) will not devel op,
and the breakdown threshold intensity |y, is deter-
mined, using the model proposed in the paper, from the
expression lyy, = Py/2.7Rytand. For example, for a
laser beam of radius R, = 0.5 cmin front of the axicon
and awavelength of A = 1 um, the value of 1,4, changes
from 9 x 10° to 4 x 10'° W/cm? when angle & changes
from 0.1 to 0.02 rad. For a maximum input power den-
sity of 1, =10 W/cm?, thisrange of variation of focus-
ing angel 9 corresponds to changes in the discharge
length from 10 to 31 cm, in its maximum radius ry,
from 1.2 x 102 to 103 cm, and in the maximum plasma
density N = N.sin® from 10 to 4 x 10 cm. When
radiation is focused at an angle of 9 < J, the self-
focusing instability will develop, resulting in local
increase in the field and, hence, in gas breakdown.
For example, if & = 0.005 rad and the input power den-
sity lies in the range 8 x 10 < Iy < lgy, = 1.3 %
10 W/cm?, then gas breakdown can occur only dueto
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the development of thisinstability. If theinput intensity
exceeds the threshold value, the gas will be ionized in
the absence of instability as well; however, the appear-
ance of instability will result in an earlier breakdown
(closer to the axicon) and in anincreasein the discharge
length. In the latter case, the discharge radius in the
region where the specific power exceeds the threshold
one (P > P,,) and the discharge radius r, can be found
using the model proposed in the paper. For I, = 2 x
10* W/cm?, the maximum discharge radiusisr,,, = 4 x

10 cm. The plasma concentration in this case can be
found from the expression

N = N(sin’9 + BEZ) = NBE; = 1.3x 10" ia
cm
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APPENDIX

The solution of Eq. (9) in the general case has the
form

_ 1 oy
n= nm_(kor)z_DarD : (A1)
where
oy _ Mlis.1(X) =Kig+a(X) i
P Ve o R G

M is a constant determined from the boundary condi-
tion oY/or = 0 at theinner boundary r, of the discharge:
M = kOrO/\/ﬁnKizﬂl(XO) — i Ki5(Xo)

Kol oa/Minl i+ 1(Xo) + i 1i5(Xo)

X = 8 /nurko,  Xo = /Nl ko,

(A.3)
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I,(X) and K, (X) are the modified Bessel functions of the
first and second kinds.
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Abstr act—The absorption coefficient of adense sodium vapor (N, ~ 10210 cm3) in the near infrared spec-
tral range (0.8-2.6 um) was measured in ahomogeneously heated isolated cell. In the range of parameters stud-
ied, the sample exhibits significant absorption. Neither the observed spectral features nor the measured absorp-
tion coefficients can be explained using the existing notions of the possible absorption mechanisms (absorption
due to a forbidden intercombination transition, collision-induced processes, the trimer vapor component, and

many-particle effects) and the available data. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The optical properties of a dense akali metal vapor
in the near-infrared (NIR) spectral range have been
extensively studied for along time[1-16]. However, no
commonly accepted mechanism has been proposed that
could unambiguously explain the significant absorption
experimentally observed [1-10, 12-16] outside the
region of alowed electron-vibrational-rotational bands
of akali metal dimers (such dimers are present in a
heated metal vapor in a sufficiently large proportion,
reaching up to several percent of the atomic density
component). In this part of the IR spectra range, the
alkali metal vapor is usually considered as transparent.
Indeed, optical absorption dueto the allowed IR vibra-
tional transitions in homonuclear dimers is absent
because of the symmetry of these molecules. Itis obvi-
ous that, in the absence of excitation of a vapor, the
absorption cannot be related to the transitions from any
excited electron states of, for example, a sodium atom
or dimer, because these levels are characterized by very
small thermal populations.

A significant optical absorption of an alkali metal
vapor in the IR region outside the well-known singlet
band A’z ~— X'Z, wasreported for thefirst time by

Chertoprud [1], who measured the transmission of a
cell containing potassium vapor in a wavelength inter-
val from 1 to 2.5 um. The observed phenomenon was
explained assuming excitation of the intercombination

transition &’ <— X'Zy in K, dimers. Later, the
absorption spectra of potassium, cesium, and sodiumin

theinterval from 0.8 to 2.5 um were thoroughly studied
by Bhaskar et al. [2—4] using optical cells of the “heat
pipe’ type[17, 18] in the presence of helium asabuffer
gas. The whole body of new experimental data [2—4]
represented evidence against the hypothesis of inter-
combination transitions formulated in [1]. As alterna-
tive mechanisms, Bhaskar et al. [2-4] suggested

absorption due to the free-bound transition b’z ~—

a3Z$ and the absorption in trimers and more compli-

cated alkali metal polymers. However, attempts to
check for the latter possibility by determining the acti-
vation energy spectrum gave rather contradictory
results [2—4]. The possibility of absorption by micro-
droplets of a fog which can, in principle, form in the
aforementioned cells as aresult of condensation of the
axial vapor flows from the central (heated) zone to the
peripheral (cooled) parts of the cell was rejected: the
authors of [2—4] believed that the presence of helium
excluded the formation of a fog (which was neverthe-
less observed when helium was replaced by a heavier
buffer gas such as neon or argon).

Subsequent investigations [5-11], using more per-
fect methods for the calculation of potentia curves of
alkali metal dimers, solved the problem of determining
the position of alongwave boundary of the band of the

free-bound transition b°%; «— a’z;. In sodium
vapor, thequasiclassical [5, 7, 9] and quantum-mechan-
ical [11] calculations of the absorption coefficient tak-
ing into account all the possible low-lying transitionsin
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Na, dimers showed good coincidence with experimen-
tal data [5, 7-9] obtained in a broad spectral range
including both the UV and IR regions. These investiga-
tions reliably established that the longwave boundary

of the triplet band dueto thetransition b’z <— a’z;

for the sodium dimer occurs at A = 0.92 um (Fig. 1).
Therefore, absorption in the range of A > 0.92 um can-
not be related to this transition. It was suggested [7, 8]
that absorption observed in the IR region outside the tri-
pled band isrelated, first, to trimers and other polymers
of sodium (asin [2—4]) and, second, to the presence of
a microdroplet condensate. The latter possibility was
confirmed, at first glance, by the results of high-preci-
sion measurements [9] performed in a specialy
designed cell ensuring homogeneous heating of avapor
in the absence of a buffer gas: no absorption in the
region of 0.92-1.075 um was observed to within the
experimental error (on the order of 103 cm™) under the
conditions of a strongly overheated vapor excluding
condensate formation. However, strong overheating
significantly reduced the partial pressure of amolecular
component in the vapor and, accordingly, decreased the
IR absorption coefficient related to this component. For
a light atom such as sodium, the absorption due to the

intercombination transition a°z,, ~— X'Z; inthefirst
approximation is rather small [4, 7, 20].

A significant thermal emission and absorption in the
IR range was also observed in our investigations of
sodium vapor [12-16] performed both in cells of the
“heat pipe’ type and in a cell with homogeneous heat-
ing [16]. It was demonstrated [15] that the formation of
a condensate, even when helium used as a buffer gas,
can significantly influence the spectral characteristics
of sodium vapor in the IR range, but this effect cannot
explain thewhole body of experimental data. It should be
noted that we have a so put forward a hypothesis[13, 15]
concerning the possible influence of many-particle
effects on the shape of far wings of the atomic and
molecular transitions corresponding to large detunings
from resonance, Aw ~ wy, where Aw = w— wy, wisthe
current frequency, and wy, is the resonance transition
frequency. This problem remainsinsufficiently studied,
although some aspects have been touched upon, for
example, in[21-23]. Such amechanism can play asig-
nificant role at large pressures of both sodium vapor
and abuffer gas. A model example of the distribution of
ion microfields in a dense plasma[13, 15] showed that
many-particle effects may, in principle, account for a
slower decay of the line contour as compared to that
according to the nearest-neighbor approximation, thus
significantly increasing the absorption in a dense
medium at large detunings from the resonance.

It should be aso noted that intense emission in the
NIR range has been known for along time in the well-
studied spectra of high-pressure gas-discharge sodium
lamps [24, 25]. These IR losses, which can account for
up to 20% of the total energy balance, have been called
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Fig. 1. Potential curves of the lower levels of a Na, dimer:
(D) X555 (2) @°5y; (3) A’z (@) b’Ey; (5) @M. Verti-

cal lines show the positions of classical satellites of the 1-3
and 24 transitions.

“mysterious’ [24] and still have not receive even quali-
tative explanation within the framework of any existing
theoretical models.

Thus, the problem of explaining significant optical
absorption and intenseemissionin the IR spectral range
for a dense alkali metal vapor remains open. On the
other hand, there is an urgent need for refining the
mechanisms of absorption in these systems. This is
required for testing various models of the interaction
potential indimersand trimers of an alkali metal, which
are employed in the descriptions of various phenomena
related to ultracold collisions of alkali metal atoms,
diagnostics of high-pressure gas-discharge plasma, etc.

In this context, we have performed for the first time
a series of experiments for determining the absorption
coefficient of a dense sodium vapor in a spectral inter-
val from 0.8 to 2.6 pum in a cell with “hot” windows
excluding the process of vapor condensation.

2. EXPERIMENTAL SETUP

The optical absorption spectra of a dense metal
vapor were measured using the setup schematically
depicted in Fig. 2. The main part of this setup is a
seal ed-off high-temperature leucosapphire cell contain-
ing sodium, which was analogous to a cell described
previously [26]. In cells of this and analogous types
(see, eq., [27, 28]), the pressure of a saturated metal
vapor is determined by the coldest point. In the rest of
the cell volume, the temperature is higher and, hence,
the vapor is overheated. This prevents condensation and
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Fig. 2. A schematic diagram of the experimental setup:
(2) halogen lamp; (2) objective lenses; (3) diaphragms;
(4) modulator; (5) sapphire windows, (6) leucosapphire
cell; (7) heat exchanger; (8) heaters; (9) optica filter;
(10) MDR-23 monochromator; (11) detector; (12) lock-in
preamplifier; (13) amplifier; (14) analog-to-digital con-
verter; (15) computer.

the formation of a microdroplet component capable of
distorting the results of absorption measurements.

This situation is essentially different from that in
cells of the “heat pipe’ type, where the maximum satu-
rated vapor pressure is determined by the most heated
(usually, central) region of the cell, while cold points
occur at the cooled windows. Taking into account a
considerable temperature gradient (and the related sat-
urated vapor pressure gradient) in the axia direction, a
stationary vapor pressureisestablished asaresult of the
vapor transfer by diffusion and convective flows from a
hot region to the cooled ends of the cell. The vapor
pressure at the periphery is significantly greater than
the saturated vapor pressure corresponding to the tem-
perature in this region, which gives rise to intensive
condensation with the formation of sufficiently large
microparticles [15].

The cell in our setup was a leucosapphire tube with
a length of L = 200 mm and an internal diameter of
15 mm. Sapphire windows glued (with a high-temper-
ature glue) to the cell edges were transparent up to a
wavelength of 6 um. We employed no buffer gas, and
the cell was prepared by evacuation to aresidual pres-
sure not exceeding 10~ Torr. In order to avoid deterio-
ration of the vacuum level at elevated temperatures, the
cell was provided with a titanium getter. The cell was
sealed off and placed into a furnace composed of two
parts (see Fig. 2). Each part comprised a quartz tube
with a nichrome heating coil. The tube and the cail
were coated with a thermoinsulating layer of chamotte
and glass composite ribbon. The temperature of the
windows and at the center of the cell was measured by
chromel-alumel thermocouples. The maximum tem-
perature of the windows (1170 K) was determined by
the thermal stability of the glue. The temperature at the
center of the cell (cold point) was maintained at alevel
about 100 K below that of the windows. This was pro-
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vided by a chamotte ring in the gap between the two
parts of the furnace, which acted as a heat exchanger.

The optical absorption coefficient of adense sodium
vapor was measured using a collimated beam of radia-
tion from a halogen lamp possessing a sufficiently
smooth continuous emission spectrum in a wavelength
interval from 0.4 to 3 um. The intensity of radiation
transmitted through the sodium vapor in the axia
region of the cell was measured as follows. The inci-
dent radiation was modul ated by a chopper operating at
a frequency of about 800 Hz. The modulated beam
passing through the absorbing vapor column in the cell
wasfocused at the entrance dlit of an MDR-23 monochro-
mator with a reciprocal linear dispersion of 2.6 nm/mm
(for a600 lines/fmm grating used in the region of wave-
lengths below 1.8 um) and 5.2 nm/mm (300 lines/mm
grating for the wavelengths above 1.8 um). The dlit
width in most cases was set at 2.2 mm. The wavelength
range studied was scanned by rotating the diffraction
grating of the monochromator controlled by a mechan-
ical system driven with an electric step motor. The out-
put radiation intensity was measured by detectors
placed in the focal plane of the monochromator: a ger-
manium diode of the FD-3 type operating in a photo-
voltaic regime and a photoresistor of the FPU 1235
GA4UBR type used in the range of wavelengths above
1.8 um. The signal from the detector output was fed to
anarrowband lock-in preamplifier tuned to the modul a-
tion frequency, amplified, digitized by an anaog-to-
digital converter, and processed by a persona com-
puter.

In order to determine the optical absorption in a
heated vapor, we measured the intensity |, of the radia-
tion transmitted through the cell at room temperature
(i.e., in the absence of a metal vapor) and the intensity
| transmitted through the same cell containing sodium
vapor heated to various temperatures. | =1, —1,,, where
|, isthe recorded signal intensity and |, istheintrinsic
emission intensity (in al experiments, the intrinsic
emission from the vapor was negligibly small as com-
pared to I,). The experimental absorption coefficient
was calculated by the formula

1,1
Kep = E'”TO' (1)

The |, values measured before and after heating of
the cell were reproduced to within 1%, which corre-
spondsto an error in determining the absorption coeffi-
cient of below 5 x 104 cmr™.

3. EXPERIMENTAL IR ABSORPTION SPECTRA
OF A DENSE SODIUM VAPOR
AND DISCUSSION OF RESULTS

Figure 3 shows the typical absorption spectra of
sodium vapor measured in a wavelength interval from
0.8t0 2.6 um and, Fig. 4 presents more detailed spectra
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recorded in a wavelength interval from 0.8 to 1.4 um
for various temperatures at the cold point of the cell.
According to these data, sodium vapor exhibits signifi-
cant absorption in the IR range, the absorption band
structure being generally analogous to that observed in
cells of the heat pipe type [4]. The spectrain Figs. 3
and 4 also exhibit a sharp absorption boundary at a
wavelength of 0.82 um, which is related to the long-

wave edge of the singlet band A'S, «— X'Z;. The
spectra reveal clearly pronounced absorption peaks
(indicated by vertical linesin Fig. 4) at A = 0.89 and
0.85 um, which are attributed to alongwave satellite of

the triplet band b’z «— &’z [7-9, 25] and the
related secondary maximum [9, 25]. Therelative inten-

sity of these peaks decreases with increasing tempe-
rature.

However, instead of asharp drop in absorption at the
longwave edge of the triplet band in the region of A ~
0.9 um observed in [9], our spectra exhibit a plateau
extending up to about 1.02 um. Note that, according to
the results of quantum-mechanical calculations, the
coefficient of absorption in the triplet at 0.92 um and a
temperature of T = 1000 K is on the order of 0.3 x

10-®NZ cm® (where N, is the number density of

sodium atoms) [11]. Under our experimental condi-
tions, N, is determined by the saturated vapor pressure
at atemperature of the cold point of the cell and, for the
temperature indicated above, N, = 1.32 x 10'® cm3
[29]. Then, the calculated absorption coefficient is
0.5 x 1073, which is much smaller than the experimen-
tally measured value amounting to about 0.15 cm™ at
nearly the same temperature of T = 1003 K (Fig. 4).
Thus, the results of our measurements at first glance
appear to contradict the experimental data reported
in [9]. As the wavelength further increases, the absorp-
tion initially decreases and then increases again, thus
forming a broad band with amaximum at about 1.6 pm
(Fig. 3).

Under the experimental conditions studied, that is,
without condensation (and the related formation of
microdroplets) and in the absence of a buffer gas, the
absorption observed in the 0.9-2.6 um range can only
berelated to the presence of sodium dimersand trimers.
In astrongly overheated vapor under quasiequilibrium
conditionsin the cell employed in our experiments, the
role of higher polymersisinsignificant because of their
low abundance [30].

First, let us consider the possible role of Na, dimers
in the IR absorption. As pointed out above, it has been
reliably established that sodium dimers are characterized

by a longwave boundary of the triplet band bSZ; -
a’s, at A = 0.92 pm and, hence, absorption in the range

of A > 0.92 um cannot be related to this transition.
Another possibility, also mentioned above, isthe absorp-
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Fig. 3. Absorption spectra of sodium vapor in the cell with
acold point temperature of T = 1003 (1) and 954 K (2).
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Fig. 4. Absorption spectra of sodium vapor in awavelength
interval from 0.8 to 1.4 pm, measured in the cell with acold
point temperature of T = 1003 (1), 954 (2), 905 (3), and
856 K (4). Vertical lines indicate the positions of absorp-
tion peaks corresponding to a longwave satellite of the

triplet band bszg -~ asz: and the related secondary
maximum.

tion due to the intercombination transition a’L;, «—

xlzg. To the best of our knowledge, no papers have

been reported so far where the dipole moment of this
transition would be calculated or at least estimated.
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Fig. 5. Plots of the absorption coefficient K¢(A) = K(A)/fq
(normalized to the oscillator strength) versus wavelength

for the intercombination transition aSZZ -~ Xlzér cal-

culated for two values of the cold point temperature T =
1003 (1) and 905 K (2).

However, for alight atom such as sodium, this quantity
is expected to be very small.

Assuming that the dipole moment and the related
oscillator strength f;, of this transition weakly depend
on the internuclear distance (which is generaly a quite
satisfactory approximation for the allowed transitions
in sodium dimers), we can estimate the wavelength
dependence of the absorption coefficient K(A) for the
intercombination transition using the well-known for-
mula obtained in the quasi static approximation [21, 31],

e’ Vi(R
KO 2mc exp[ KT } &)

dR

Vo

f1201 N(ZJRZ

Here,
Vi, = Vo(R) = ¢/A

isthe frequency of the transition between ground state 1
(singlet term X'Z) and state 2 (triplet term a°%, ); Ris
the internuclear distance; e and m are the eectron
charge and mass, respectively; cisthe speed of light in
vacuum; g, = 1 is the statistical weight of the ground
state; and V4(R) is the potential energy of the ground
state, such that

Vy(R) =V (R) = hvy,

where V,(R) isthe energy of thetriplet stateand histhe
Planck constant.
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According to Eg. (2), the wavelength dependence
of K(A) is determined by the exponential term
exp(-V,(R)/KT) and reaches maximum at the minimum
of the potential V,(R). Figure 5 shows the plots of
Ki¢(A) = K(A)/f,, calculated for two values of the cold
point temperature (T = 905 and 1003 K) using for-
mula (2) and the known potential curves of sodium
dimers[19]. In the calculation, it was assumed that the
density of the atomic vapor component corresponds to
the saturated vapor pressure (calculated using the data
from [29]) at the given cold point temperature, while
the absorption coefficient was determined at the win-
dow temperature (for the vapor occurring in the over-
heated state in most part of the cell). As can be seen
from the dataiin Fig. 5, the calculated absorption spec-
tra of the intercombination transition (with the oscilla-
tor strength independent of the distance R) are qualita-
tively different from those measured in the experiment
and exhibit maximain theregion of 1.25 pum, wherethe
experimental curves are at a minimum (cf. Figs. 3, 4,
and 5).

It should be noted that the dipole moment of the
intercombination transition can strongly depend on the
internuclear distance[21], which, in principle, will lead
to the calculated absorption spectrum with a shape
close to that measured in experiment. Nevertheless,
assuming that the absorption coefficient at a given
wavelength is determined by the intercombination tran-
sition, we can egtimate the “effective” oscillator
strength of the transition for this wavelength using for-
mula (2) and evaluate the temperature dependence of
thisvalue:

Kep, T)

f:LZeff()\!T) = Kf()\,T) .

A significant variation of the f,,« value with the tem-
perature would exclude the mechanism of absorption
related to the intercombination transition, because the
real oscillator strength of a molecular transition has to
be independent of the temperature.

According to the results of our calculations, i, at
a wavelength of 1.25 um equals, on the average,
floet = (3.6 £ 0.3) x 10 and is virtualy (to within the
measurement error) independent of the temperature in
the 850-1000 K interval. Thisresult does not contradict
the hypothesis concerning the role of the intercombina-
tion transition. Note that the above value of the “effec-
tive” oscillator strength refers to the minimum of K,
and the maximum of the calculated spectrum of K. In
other regions of the spectrum, calculations give signifi-
cantly greater values of f,,, for example, f g ~ 1072
at A = 1.0 um. Itis hardly probable for an intercombi-
nation transition to possess such a large value of the
oscillator strength.
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The absorption related to the other forbidden transi-
tions, a’lM, <— a’%, and A'S, <— a°s,, can be
ignored because of the very small thermal population of

the triplet term a°=;,. Analogous calculations of the

absorption coefficients for these transitions give values
comparable to the experimental data, only assuming
that the oscillator strengths are as large asf ~ 1, which
isunreal. The region of possible absorption for another

forbidden transition, a’M, <— X'Z,, fallswithin the
visible spectral range.

Besidesthe direct optical absorption dueto forbidden
transitions, there is an aternative possibility of absorp-
tion related to the collison-induced processes [32]
accompanying the interaction between two sodium
dimers or between adimer and an atom, the probabilities
of which can be significant provided that the metal vapor
pressure is sufficiently high. Such processes were stud-
ied in sufficient detail for the absorption related to the
vibrational—otational transitionsin some molecules[32]
and the forbidden transitions in atoms (see, e.g.,
[21, 33, 34]). In the latter case, the values of reduced
absorption coefficients

K/A) =

K(A)
NN,
(where N, and N, are the number densities of the
absorbing and perturbing particles) can be rather large,
on the order of 103 cm® [33, 34]. Some investigations
were devoted to the collision-induced absorption
involving forbidden molecul ar electron transitions, pre-
dominantly in the molecule of oxygen [35-37], which
is related to the role of this phenomenon in the forma:
tion of the absorption spectrum of the Earth's atmo-
sphere. The values of the absorption coefficients of O,
molecules for the triplet—singlet transitions between
ground state terms in the IR range can be on the order
of 107 cm® [35, 36].

To our knowledge, no investigations of the collision-
induced absorption related to the intercombination
transition in the sodium dimer were reported in the lit-
erature (the calculation of such processes represents a
very cumbersome guantum-mechanical problem). In
particular, the assumption that the dipole moment of the
collision-induced transition is independent of the dis-
tance R. between the interacting particles is by no
means valid in this case, since this quantity tends to
zero for R, —» oo, However, let us assume that the col-
lison-induced absorption in sodium dimers (with
allowance for the difference in the polarizabilities of
molecules) is on the same order of magnitude asthat in
molecular oxygen. For the sodium dimer, the polariz-
ability amounts to 39.2 A3 [38], while that of the O,

moleculeis 1.571 A3[39]. Taking into account that the
dipole moment of a transition is proportiona to the

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

683

square of polarizability [40, 41], we may expect that the
reduced absorption coefficient of sodium dimers can be
about 600 times that of oxygen and reach alevel on the
order of 10%2cm®. At T ~ 1000 K, the number density of
sodium dimers in a saturated vapor is Ny ~ 10 cmrS,
This yields an absorption coefficient on the level of
108 cm for the Na,—Na, collisions, and onthelevel of
10" cmr! for the Na,—Na collisions. As can be readily
seen (Fig. 3), these estimates are three to four orders of
magnitude below the values observed in experiment.
Note also that, if we assume that a broad peak in the
region of 1.6 um is related to the collision-induced
absorption, the peak width must be on the order of the
reciprocal time of flight of a perturbing particle moving
at athermal velocity near an absorbing particle. Taking
a radius of intermolecular forces on the order of
1077 cm, we estimate the width at about 0.1 um, which
is several times smaller than the measured value (about
0.4 uminFig. 3).

One of the main features of the collision-induced
absorption is a quadratic dependence of the absorp-
tion coefficient on the density (this corresponds to the
pair collisions) and a weak dependence on the tem-
perature [32]. The latter dependence consists mostly in
adight increase of the absorption band width with the
temperature, which is related to a decrease in the colli-
sion time caused by increasing relative velocity of the
interacting particles:

v OT™,

For the conditions of our experiments, thisfactor can be
ignored in the first approximation. Figure 6 shows the
temperature variation of the reduced absorption coeffi-
cients Keo/NoNg and Koo/Ni a a wavelength of
1.25 um. The number densities of sodium dimers were
calculated using data on the saturated sodium vapor
pressure reported in [29] and the spectroscopic con-
stants of Na, molecules tabulated in [42]. As can be
seen from Fig. 6, the reduced absorption coefficientsin
both cases significantly vary with the temperature. This
contradicts the hypothesis about on collision-induced
character of absorption of sodium vapor in the spectral
range under consideration.

Now let us consider the possible role of Nag trimers
in IR absorption. The absorption spectra of trimers
were studied both experimentally and theoreticaly in
sufficient detail (see, e.g. reviews [43—45] and refer-
ences therein). However, the experimental investiga-
tions of the optical absorption of small clusters of vari-
ous metals were restricted to the visible spectral range,
whereas data on the IR absorption are not available.
This is related to the fact that such spectra cannot be
directly measured by transillumination of the medium,
since the cluster beams presently used for the spectro-
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Fig. 6. Temperature variation of the reduced absorption
coefficients Ke,p/NoNg (1) and Kgyp/ Ni (2) at awavelength
of 1.25 um.

scopic investigations have a very low density. For this
reason, the absorption spectra of clusters (including
sodium trimers) are obtained by various indirect meth-
ods based on the use of dye lasers. Unfortunately, the
tuning range of such lasersis restricted to the region of
wavelength below 0.8-0.9 um.

In our opinion, the most thorough experimental
investigation of the optical absorption of sodium trim-
ersin a wavelength interval from 0.35 to 0.85 um was
reported in [46], where the spectrareveal seven clearly
pronounced absorption bands. Simultaneously pub-
lished results of theoretical calculations [47] of the
energies and oscillator strengths of the electron transi-
tions in Na; molecule showed good coincidence with
the experimental data [46]. The positions of measured
absorption peaks generally correspond (with a dlight
shortwave shift by 0.04-0.1 eV) to the calculated exci-
tation energies, while the peak amplitudes correlate
well with the calculated oscillator strengths of the tran-
sitions.

In addition to the results for the transitions in the
visible spectral range, the excitation energies were cal-
culated [47] for the three lowest levels of sodium trimer
with the wavelengths of vertical transitions from the
ground state falling within the IR range: A, = 2.383 um,
A, = 1158 pm, and A; = 0.932 um, the oscillator
strengths f;, of these transitions being 0.0119, 0.0092,
and 0.0115, respectively. In principle, wavelengths A,
and A; may correspond to the absorption observed in
our experimentsat 0.9-1.2 um (see Fig. 4), whereasthe
broad absorption peak observed in theregion of 1.6 um
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(Fig. 3) is too strongly shifted from the value of A;
toward shorter wavelengths. It should be noted that the
experimentally measured widths AE of the absorption
peaks observed in the visible range fall within
0.07-0.17 eV [46] and we may suggest that the width
of IR transitions should be on the same order of mag-
nitude.

Using the above data, it is possible to calculate the
absorption cross sections at maxima of the IR absorp-
tion peaks for sodium trimers, proceeding from the
Lorentzian line shape [48]:

_ame’, 1
T omc fAOle' &)
where Aw = AE/f. Assuming for estimation purposes
that AE = 0.1 eV and using formula (3), we obtain the
cross sections 0 = 8.3 x 1078, 6.4 x 1078, and 8.0 x
1078 cn?? for A4, A, and A, respectively.

In order to evaluate the absorption coefficients cor-
responding to the above peaks, we have calculated the
equilibrium densities of the trimer vapor component N,
using recent theoretical data on the fundamental vibra-
tional frequencies (w, = 295.3 cm™, w, = 56.9 cm,
and w; = 102.9 cm™?) [49] and the dissociation energies

(about 3000 cm™) calculated in [50-52]. The moments
of inertia of the trimer molecule were calculated using
the structural datafrom [43]. The cal culationswere per-
formed assuming (as it was done previously) that the
density of the atomic vapor component corresponds to
the saturated vapor pressure at the given cold point tem-
perature, while the trimer number density refers to the
window temperature (since the vapor occurs in the
overheated state in the greater part of the cell).

Theresults of calculating the absorption coefficients
Keacq fOr the IR absorption peaks of sodium trimers at
various temperatures are presented in the table. As can
be seen from these data, the cal culated absorption coef-
ficients at all wavelengths and temperatures are signifi-
cantly smaller than the experimentally measured ones.
The differences, while being relatively small (to within
afactor of 2-5) for A,, increase to one order of magni-
tude for A, and reach up to two orders of magnitude
for A5. It should be noted that subsequent refinement of
both experimental and calculated data on the parame-
ters of sodium trimers may lead to some change in the
calculated number density of sodium trimers in the
vapor and, hence, to the possible approach of K ;g
t0 Kegp-

Still another possible factor contributing to the opti-
cal absorption of sodium vapor in the IR range is the
absorption related to many-particle effects, that is, to
the interaction of an emitting atom or molecule with a
large number of perturbing particles. As was demon-
strated (see, e.0., [21, 53]), such interactions may lead
to the appearance of additional satellites in the colli-
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Calculated absorption coefficients K, for the IR absorption peaks of sodium trimers at various temperatures

A, = 2.383 um A, =1.158 pm As = 0.932 pm

TK N, e 0=83x 1018 cm? 0=6.4x 1018 cm? 0=80x 1018 cm?

] g]

Kealod: CT | Kggp M | Kogog, €M | K 6 | Kegeg, e | Ko, et
1003 265x 10 | 22x103 3.9x10°3 1.7 x 1073 1.7 x 1072 2.1x 1073 14x 101
954 8.86 x 1013 7.4 x 10 1.5x 103 5.7 x 10 6.1x 1073 7.1%x10% 3.8x 1072
905 260x 1018 | 22x10* - 1.7 x10% 2.7x1073 21x10% 1.2x 103
856 6.60 x 1012 55x 107 - 4.2 x10°° 5.6 x 107 5.3x107° 35x%x 103

sion-broadened absorption spectra. The distance from
each subsequent satellite (satellites-on-satellites [21,
p. 1140]) to the main spectral line is approximately a
multiple of the distance from the first satellite. The
many-particle effects were experimentally observed,
for example, in the spectra of cesium resonance absorp-
tion lines broadened by inert buffer gases [53] and in
some other mixtures at relatively small densities of the
perturbing gas (about 5 x 10'8-5 x 10%° cn3).

Under the experimental conditions studied here,
such additional satellites of the sodium 3S-3P reso-
nance line may, in principle, appear as aresult of colli-
sions involving three atoms, which can be interpreted
as the collisions between sodium atoms and dimers. In
this case, we may expect that the additional satellites
will represent the satellites-on-satellites of the singlet—

singlet (A'Z; «— X'Z;, A =0.804 um (5,9, 11]) and

triplet-triplet (b°Z; <— a°, A\ = 0.89 um, see
Fig. 4) molecular transitions in sodium dimers. Then,
the satellites must correspond to wavel engths of 1.1 and
1.82 um and, in principle, can be identified with the
experimentally observed broad absorption bands at
0.9-1.2 and 1.6-1.8 um (see Figs. 3 and 4). However,
neither correct justification of this possibility nor eval-
uation of the corresponding coefficients are possible
without detailed calculations.

4. CONCLUSIONS

We have measured the optical absorption coeffi-
cientsin the IR spectral interval from 0.8 to 2.6 um for
adense sodium vapor (N, = 10*"-10'8 cm3) in ahomo-
geneously heated sealed-off cell. The experimental data
show evidence of significant absorption in the range of
parameters studied. An analysis of the possible absorp-
tion mechanisms (absorption due to a forbidden inter-
combination transition, collision-induced processes,
trimer vapor component, and many-particle effects)
and estimates of the corresponding contributions
showed that neither the spectral features observed nor
the values of the absorption coefficients measured can
be explained based on these mechanisms and the avail-
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able published data. Many-particle effect can play an
important role; they can, in principle, explain the exper-
imental results. Unfortunately, no numerical estimates
are available for these effects. For areliable interpreta
tion of the experimental data and justified choice of one
or severa factors contributing to the observed absorp-
tion in the spectral range studied, it necessary to per-
form a detailed quantum-mechanical calculation of the
aforementioned mechanisms in application to the par-
ticular cases of sodium and other alkali metals.

Aswas indicated in the Introduction, no absorption
(to within the experimental error) was observed previ-
ousy [9] in the wavelength interval from 0.92 to
1.075 pm for sodium vapor in ahomogeneously heated
cell, which is at variance with our data. Note, however,
that the experiments described in [9] were performed
under the conditions of strong overheating, whereby a
temperature difference between the reservoir with
sodium vapor and the sapphire cell reached about
500 K. Under these conditions, the number densities of
dimer and trimer vapor components were significantly
lower as compared to those in our experiments. Indeed,
the number densities of sodium dimers and trimers cal-
culated for the conditions studied in [9] did not exceed
3 x 10% and 2 x 102 cmr3, respectively. Under the con-
ditions of our experiments, the corresponding values
even at aminimum temperature were 2 x 10%” and 6.6 x
10% cm3, respectively. This is evidence, in particular,
for the fact that the observed absorption is due to the
molecular vapor component.

It should be also pointed out that the pattern of opti-
cal absorption observed in the IR spectral range
approximately corresponds to a considerable emission
from sodium vapor previously reported in the spectral
interval from 2 to 3 um [12, 14]. Indeed, using the
Kirchhoff law [49], it is possible to determine the spec-
tral intensity of emission from sodium vapor under the
conditions of our experiments,

e(\) = F(A\, TKQ), (4)

where F(A, T) is the Planck function. Then, the total
emission intensity is given by the integral from g(\)
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over the wavelength interval studied. Upon extrapolat-
ing the measured wavelength dependence of the
absorption coefficient to A = 3 um at T = 1003 K, we
obtain the following value of the intensity of emission
in the 2-3 pm interval: 1.7 x 10* erg/(s cm? sr). The
experimental value of the emission intensity reported
for the sameinterval is 2.6 x 10* erg/(scm? sr) [12, 14].

In conclusion, it should be noted that analogous
behavior of the optical absorption coefficient in the IR
spectral range can be expected for the vapor of other
akali metals.
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Abstract—The problem of the dynamics and the spectrum of spontaneous radiation is solved for a system of
two atomsin one-dimensional space. In order to single out, to the maximum possible degree, phenomena asso-
ciated with the influence of spatialy separated atoms on each other viathe radiation field, the present analysis
is performed precisely for the one-dimensiona case. As a result, two effects are revealed and considered in
detail: (i) the existence of stable (metastable) entangled superposition states at specific distances between the
atomsand (ii) a considerabl e distinction between the spectra of photons emitted in two opposite directions from
the system where only one of the atomsisinitially excited. The possibilities of observing these effects are dis-

cussed. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

A quantum description of spontaneous radiation
from an atom dates back to the classic study of Weis-
skopf and Wigner [1]. It includes three basic effects
(see, for example, [2]):

(i) the exponential decay of an excited state pre-
pared at the initial instant of time;

(i) the shift of the observed central frequency in the
spectrum of emitted photons with respect to the transi-
tion frequency obtained by solving the problem of
energy levels of an isolated atom (radiative or Lamb
shift);

(iii) the Lorentzian shape of the emitted-photon
spectrum with respect to the central frequency.

Properties (i) and (iii) are tightly related (see, for
example, [3]), but they are, strictly speaking, approxi-
mate. The degree of deviation from the exponential law
and, hence, from a Lorentzian contour is controlled by
the ratio of the spontaneous-decay ratel” to afrequency

w that is a characteristic scale at which the density of

electromagnetic-field modes changes in the vicinity of
the transition frequency wy. For an atomin afree space,

we have @ = wy, and the ratio '/, in the optical (visi-

ble) range is not more than 108 to 10~ even for strong
transitions.

From the aforesaid, it follows that means for gov-
erning the dynamics and the spectrum of spontaneous
radiation must rely on how the density of electromag-
netic-field modes in the vicinity of the transition fre-
quency isstructured. A number of specific exampleswere
considered in Bykov and Shepelev’'s monograph [4],
which anticipated in part subsegquent studies devoted to

radiation from an atom in aresonator [5], in a periodic
structure (photon crystals [6, 7]), in the vicinity of a
dielectric sphere with a size about that of the wave-
length [8-10], and in some other cases. Influence at the
microscopic level is also possible if, for example, one
places, in the vicinity of an excited atom (within adis-
tance about that of the wavelength A), an atom having a
close transition frequency. In the particular case
(which, at the same time, is the most interesting) of
identical atoms separated by a distance much shorter
than A, we have a system that exhibits the Dicke super-
radiance effect [11] or, more specificaly, at least three
basic cooperative effects. For the purpose of illustra
tion, we restrict our consideration to the case of two
atoms whose ground and excited states (JgCand |el)
respectively) are coupled by the off-diagonal matrix
element d, of the dipole-moment operator.

The first effect consists in what is referred to as
superradiance—namely, if, at theinitial instant of time,
both atoms are in the excited state, in which case the
system as awhole isin the |ee[state, the probability of
finding a specific atom in the excited state decreases
faster than in the case where there is no neighboring
atom.

As a matter of fact, the second effect explains the
mechanism of superradiance: in the dynamics of the

process, the symmetric superposition (Jeg+ |ge[]h/§
of two states, where one atom is excited and the other is
not excited, istheintermediate state for the transition to
the ground state |ggCof the entire system. The dipole
moments of transitions between this superposition and
both upper [eelland lower |gglktates are greater than d,

by afactor of ./2.
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Finally, the third effect consists in that the antisym-

metric superposition (JegC- |gell/ /2 of the same states
is stable since the dipole moment for the transition to
the ground state [ggll(and to the excited state |eellas
well) isequal to zero. Inthefollowing, we will be inter-
ested primarily in this effect, which we will refer to as
subradiance.

These cooperative effects, which are well known in
the theory, have not yet been observed experimentaly in
apure form—that is, for the case of two or afew atoms
in avolume whose dimensions are much smaller than A.
Superradiance has been investigated predominantly in
large ensembles of atoms or molecules in extended
media (for an overview, see, for example, [12, 13]). Only
quite recently did experiments with simple systems
result in the observation of manifestations of both
superradiance and subradiance. In the first of these
experiments, which was reported in [14], two Ba" ions
were captured in anion trap and localized, by using the
laser-cooling technique, at positions separated by a dis-
tance of about 2\, which was dightly varied. A short
laser pulse generated a superposition (antisymmetric in
the case being discussed) of two states of the system, |egC]
and |gelj]whereupon the experiment involved measuring
the time of spontaneous decay. In thisway, a weak mod-
ulation was revealed in the dependence of this time on
the distance between the ions (actualy, the measure-
ments were performed only for three distances).

In another experiment (see [15]), which aso
employed aBa'* ion in an ion trap, the mirror image of
the localized ion played the role of the second identical
particle. Spontaneous emission along the normal to the
mirror was detected, and a sizable modulation of the
signal with period A/2 was observed in the dependence
on the distance between the ion and the mirror. Natu-
rally, an explanation in terms of interference suggests
itself—this is true, in principle, but the authors of that
study preferred to gain adeeper insight into the nature of
the phenomenon, claiming that they were dealing with a
manifestation of acooperative effect. In order to validate
their point of view, they performed an additional experi-
ment. Two ions, 1 and 2, were captured into atrap, and
observation was performed along the direction connect-
ingion 1 and theimage of ion 2 (or vice versa). Again, a
modulation of the signal was observed.

In the present study, the formulation of the problem
is close to that in the experiment reported in [15]. Spe-
cificaly,

(i) we consider two atoms that are spatially sepa-
rated to such an extent that their dipole—dipole interac-
tion isinsignificant;

(i) the atoms radiate only along the line passing
through their centers (physically, such a one-dimen-
sional situation can be realized in a waveguide whose
transverse dimension is about A).

In this one-dimensional model, the cooperative
effect eventually manifests itself to the maximum pos-
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sible degree not only as a modulation of the fluores-
cence signal in the experiment described in [15] but
also in the dynamics of decay and in the radiation spec-
trum. The subradiance effect, which consists in that
superposition (meta)stable excited states of the system
exist at specific values of the interatomic spacing, is of
particular interest.

2. FORMULATION
OF THE ONE-DIMENSIONAL PROBLEM

We consider two identical two-level atoms, 1 and 2,
located at an arbitrary distance from each other. For the
definiteness, we place atom 1 at the origin of coordi-
nates and denote the coordinate of atom 2 by R. At the
initial instant t = 0, atom 1 is in the excited state |el})
while atom 2 isin the ground state |gClAn el ectromag-
netic field propagates only along vector R; at theinitial
instant t = 0, the field is assumed to be in the vacuum
state, |OC] Thus, the initial state of the entire system is
legOJAs aninitia basis, we take the eigenfunctions of
the Hamiltonian in the zero-order approximation,
where there is no interaction between atoms and the
radiation field, which is quantized in an infinite one-
dimensional space. We denote by A, the amplitude of
theinitial state of the“atom 1 + atom 2 + field” system.
Further, we take into consideration continuum states
where there is a single photon of arbitrary frequency w
and where both atoms are in the ground state. These
continuum states are doubly degeneratein the direction

of photon propagation. We denote them by |ggl$ )Oand

lgg1$ Ofor the directions to the right and to the Ieft,
respectively; we also denote the corresponding ampli-
tudes by Bf:) and Bf; ) Fi nally, we include, in our con-

sideration, the state |egOC]which interacts with the orig-
inal state via continuum states, and denoteitsamplitude
by A,. The set of equations for the amplitudes A, A,,

Bf:), and Bf;) can be derived in a standard way from

the time-dependent Schrodinger equation. The result is
given by

dA,

i (+) —(w—oy)t
I J’V(w)Bw e dw
0

[

+[V(@) BOe ™ Wiy,
0

dA,

i—2 = [V B(+) —i[(w— )t —k,R]
it J’ (w)B,’e dw
0

(D

00

—y =i - kR
+IV(<,0)B£,)e (@-at+h, ]dw,
0
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dB{) (-t i[(00- @)t —k,R]
= = V(w)A.e +V(w)Aje o,
dB(_) i(w— i — +

wherethe matrix element (20| V|g1,,Cof the operator V

representing the interaction of an atom with thefield is
denoted by V(w) for the atom at the origin of coordi-
nates. For simplicity, we assume (without any loss of
generality) that this matrix element is real-valued. For
the atom at point R, the matrix element in question must
therefore be multiplied by the factor exp(zik R), where
the sign corresponds to the direction of wave vector k

of the |17, Jphoton. Also, we have denoted by wy, thefre-
guency of the e — g transition.

A method for exactly solving the set of Egs. (1) is
given in Appendix A. This is a generalization of the
method proposed in [16-18] for analogous problems
involving a continuous spectrum. In the main body of
the text, we will restrict our consideration to a well-
known approximation that consists in the following.
The matrix element of interaction, V, is assumed to be
independent of the emitted-photon frequency w and is
set to V(wy). Further, integration in the first two equa-
tions of the set of Egs. (1) is extended to the entire infi-
nite axis. In the case of asingle atom, it is the approxi-
mation in which one arrives at a precisely exponential
decay of the excited-state amplitude and at a precisely
Lorentzian spectrum of emitted photons (see the dis-
cussion at the beginning of the Introduction). Yet, infor-
mation about that part of the Lamb shift which depends
formally on the form of function V(w) islost inthiscase
(see, for example, [2]), but we assume here that the
Lamb shift was originally taken into account in the
value of transition frequency wy, a quantity that is
known from experimental data.

The meaning of the above approximation and the
consequences that it entails become clear if one for-
mally integrates the third and the fourth equation in the

set of Eqgs. (1) for theinitial condition B&(0) = 0 and

substitutes the functions BL(t) , obtained as aresult of

integration, into the first two equations. This yields the
set of two integro-differential equations

t

dAl = —2If7{0(t A, (1)dt

t

- I[%(t —1) + H_(t—1)] A(1)dt,

()
olA2

=2 J’ Ho(t —1)Ay(T)dT
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t

~[TI(=1) + H (=D A,
0

where the kernels Ho(t — 1) and F,(t — 1) can be repre-
sented in anintegral form; that is,

Ho(¥) = Ivz(w)e_i(w_%)xdw,

(©)
Ko (x) = J'v (e “Re '™ g,

We can see that, if one sets V(w) = V(wy) and replaces
in (3) thelower limit of integration by —o, thekernel ¥,
reduces to a delta function, with the result that the
derivatives of amplitudes A; and A, at the instant t do
not depend on the values of amplitudes A, and A,,
respectively, at previous instants of time. The situation
around the kernels J{, is subtler. For them to be also
reducible to delta functions, it is necessary, in addition
to invariability of V2(w), that the medium be nondisper-
sive—that is, the frequency dependence of the wave
vector k, must be linear. It is obvious that this require-
ment is much more significant physicaly than the pre-
ceding one.! In the main body of the text, we assume
that the requirement in question is satisfied, but, in
Appendix A, we prove that nonzero dispersion does not
vio(ljate qualitative effects considered in the present
study.

Thus, we assume that k, o and denote by t, the
time it takes for light to travel from atom 1 to atom 2
and in the opposite direction. We then have

I (t—1) Oe 08t —1—ty),

I (t—T1) O e OBt -1 +ty).

Upon substitution of relations (4) into Egs. (2), we see
that the term involving J{_ drops out since the relevant
delta function is concentrated off the integration inter-
val (0, t). Relating the rate of the spontaneous decay of
the excited state, I', to the quantity V?(wy,) as

M= 4nvi(w,) (5)

and introducing the notation y = I'/2, we obtain the set
of equations

(4)

d 1 iwoto
B0 -y -ve a1,

©
P -y -ve a1,

L1n particular, this requirement is satisfied exactly in avacuum, but
it can aso be satisfied for the so-caled leading wave in a
waveguide whose cross section is multiply connected [19].
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where the derivative of amplitude A, depends on the A,
value delayed by timet, and vice versa.

Further, we consider the dynamics of the system in
time (Section 3) and the spectrum of radiation in each
of the two directions (Section 4).

3. TIME EVOLUTION OF THE SYSTEM

Aswas discussed above, we are interested in the sit-
uation where, at the initial instant t = 0, atom 1 is
excited, while atom 2 is not excited. For theinitial con-
ditions A;(0) = 1 and A,(0) = 0 that correspond to this
case, the set of Egs. (6) can easily be solved by induc-
tion. Theresult, which can be straightforwardly verified
by means of adirect substitution into the original equa-
tions, has the form

_ « B(t—2nty)
Al(t) B ZO (2n)' (7)
X[yeiw°t°(t—2nto)] n —y(t- 2nt0),
_ <8lt—(2n+1)t]
A2(t) - HZO (2n + 1)| (8)
X{Ve Oto[ (2n + 1)t0]} 2n+1 —y[t (2n+1)to],

where 8 isthe Heaviside theta function. At each instant
of time, the series on the right-hand sides of (7) and (8)
arefinite. New terms come into play at instantsthat are
integral multiples of t,. For exp(iuty) # £1, each new
term appears with a phase that differs from the phase of
the preceding term; therefore, it is quite natural that, for
t — oo, the amplitudes A (t) and A,(t) tend to zero, as
they must. However, at exp(iwgty) = £1—that is, in the
case where wyt, = mrt, wheremisan arbitrary integer—
all termsin the expression for A, are positive, while all
terms in the expression for A, have a sign opposite to
the sign of exp(iwyty). It turns out that, in this case, the

absolute values of both amplitudes tend to a constant
fort —» oo:

1

limA,(t) = - ““limAS(t) = ——
f o e 1() t o oo 2() 2(1+yt0) (9)

(wypty = mm).

The proof of formula (9) is given in Appendix B
[see (B.16) and commentsto thisformula]. The dynam-
ics of the transient process for the probabilities
P o) = JAL 2(t)? of finding the atoms in the excited
statesisillustrated in Fig. 1 for various values of param-
eter v,

The case where parameter yt, appearing in (9) is
much less than unity is the most redlistic. The total
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probability of finding the system in states |eglland |gel)
where one of the atomsis excited, while the other is not
excited, then tends to a value approximately equal
to 1/2. This fact means that stable superpositions of
states |egChnd |geltan exist. Inthe case where theinter-
atomic spacing is equal to an integral number of wave-
lengths corresponding to the transition frequency, the

antisymmetric superposition (JegC- |gell/ /2 is stable,
while, in the case where the interatomic spacing is
equal to ahalf-integer number of wavelengths, the sym-

metric superposition (JegHt |gel)/ /2 is stable. We note
that, if the interatomic spacing is formally set to zero,
we arrive at the classic case considered by Dicke [11],
where it was precisely the antisymmetric superposition
that was stable.

However, the situation where the atoms are spatially
separated differs qualitatively from the Dicke system,
where the stable superposition is an eigenstate of the
“atom + field” system. In the case considered here, a
more complicated superposition involving, in addition

to states |egOland |geOL] continuum states [gg 15:) Uand

lgg1$’0 forming a wave packet spatially bounded

between the atoms is an eigenstate. Quantitatively, this
fact will be interpreted below upon analyzing the radi-
ation spectrum of our system. In this section, we will
additionally consider, by way of example, only the
dynamics of the system where a symmetric superposi-
tion of states |[egOfand |geOllis initialy prepared and
where the interatomic spacing is close to a half-integer
number of wavelengths. If thisis so and if the equality
woto = (2n + 1)1tholds exactly, the dynamics reduces to
a transient process where the above stable state is
formed, but, if this equality holds only approximately,
arelatively fast transient process is accompanied by a
relatively slow decay of the state formed, which must
now be treated as metastable.

Thus, we consider set of Egs. (6) with the initial

conditions A,(0) = A,(0) = 1/./2. The solution has the
form

(=1)"
A = At
0 . IZ (10)

iwoto —y(t— mo)

x B(t—nto)[ye “*(t—nty)] e
It was mentioned abovethat, at exp(iwgty) =—1, thetotal
probability P(t) = |A(t) | + |Ax(t) ]? of finding the atoms
in the excited states tends to a constant for t — o
(illustrative examples are given in Fig. 2):

1

lim%(t) = ———.
PO ey

t -

(11)

For yt; < 1, this constant is close to unity. Any small
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Fig. 1. Dynamics of the transient process from the initial state where one of the atoms is excited to a stable superposition of two
states where amplitudes A, and A, of states |egOCand |geOC] respectively, are given by formula(9). The quantity %, (%») isthe prob-
ability of finding atom 1 (2) in the excited state. The parameter yty was set to (a) 0.01, (b) 0.1, and (c) 1.

deviation of the quantity exp(iuwyty) from —1 leadsto an
irreversible decay of the excited states, but the rate of
thisdecay decreases as exp(iwyty) tendsto—1. Theillus-
tration in Fig. 3 corresponds to the parameter value of
Vtp = 0.1, in which case the limit in (11) is approxi-
mately equal to 0.83. This figure displays three depen-
dences P(t) at various small values of the parameter
B =|wpty—(2n + 1)11| The scalesfor these dependences
are significantly different, but they become virtually
identical if we choose % for avariable.

Thelast result can beinterpreted in terms of Fermi’s
well-known golden rule for transitions to a continuous
spectrum. We are interested here in the rate of decay of
a symmetric superposition of states |eglland |gel] in
order to apply the corresponding golden-rule formula
W = 2 () (see, for example, [20]) to this case,
matrix element F(w) of the interaction of this superpo-
sition with states of the doubly degenerate continuous
spectrum must be expressed in terms of the matrix ele-
ment V(w) appearing in the origina set of Egs. (1);
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thatis,

F(o) = %2 (1+6"™. (12)

Using thisrelation and Eqg. (5), we can express the rate
W intermsof yas

W = yl1+e“ "= py.
In the second, approximate, equality, we have taken
into account the proximity of the quantity wyt, to (2n +
1)1t and used the small parameter 3, which was intro-
duced above.

The decay curve P (t) = exp(—3?yt) corresponding to
the golden ruleis given in Fig. 3 along with one of the
exact solutions. Of course, it does not describe the tran-
sient process in question. Moreover, the exact solution
leads to a somewhat slower decrease than that whichis
prescribed by the golden rule. The reason is that there
isasmall effective shift of the central frequency of the
transition from the metastable superposition of states.

(13)
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Fig. 2. Dynamics of the decay of part of the population % of the upper level for the system of two atomsin the case where the inter-
atomic spacing isexactly equal to ahalf-integer number of wavelengths corresponding to the atomic-transition frequency and where
asymmetric superposition of states |egland |gelisinitially excited. The decay proceeds from the value of unity to the value given
by (11). The parameter ytg was set to (a) 0.1 and (b) 1.
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Fig. 3. Dynamics of the decay of ametastable symmetric superposition of states |egCand |gell The quantity % isthetotal probability
of finding the atoms in the excited state. The quantity y is defined in the main body of the text. The parameter ytg is set to 0.1. The

interatomic spacing was taken to be close to ahalf-integer number of wavel engths corresponding to the atomic-transition frequency
Y, S0 that the parameter 8 = [ayto— (2n + 1)Tt|issmall: (8) B2 = 1072, (b) %= 103, and (c) % = 10™. The one-exponential reference
curve exp(=W't), where W is given by (13), is presented in Fig. 3afor the sake of comparison. A much faster transient process—

that within which % decreases from unity to the value in (11)—is shown in Fig. 2.

We will discuss this effect upon considering the radi-
ated-photon spectrum.

4. RADIATION SPECTRUM

It is reasonable to begin by addressing the simpler
problem of the two considered in the preceding sec-
tion—namely, the problem of the decay of an initialy
prepared symmetric (antisymmetric) superposition of
states |egOlland |geOl] The simplicity of this problem
consistsin that the spectra of radiated photons are iden-
tical in the two propagation directions. At the same
time, the spectra in the two directions may be signifi-
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cantly different in the problem where only one of the
two atoms is initially excited. This effect will be ana-
lyzed below.

Thus, we consider the solution in (10) for ampli-
tudes A,(t) and A,(t) describing states |egOCand |ge0r)]
respectively. In order to obtain the spectrum of emitted
photons, it is necessary to substitute (10) into the last
two equations in set of Egs. (1) and to integrate them?

2 The further procedure is correct if amplitudes Aq(t) and Ax(t) tend
to zero for t — 0. On the contrary, more sophisticated calcula
tions are required (see Appendix B) if exp(iwgty) = —1 and,
accordingly, lim, _ A, ,(t) #0.
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from theinitial instant t = 0 to the final instant of obser-
vation (wesetittot = ). For anormalization to be con-
venient, we define the spectrum &, (w) (the plus sign
means that, in this case, a symmetric superposition of
states |egOCand |geOlisinitially prepared) asthe sum of
the probabilities of the emission of photons of the given
frequency in the two directions:

Y.(w) = [BY)*+[BS)

As an intermediate result, we have

Bt = o) = —iV(w)(1+e ™)
Lo (21" e (14
TEHZOT(VG ) $n

where

$u= [t nt,)"e Mg W g

nty - (15)
nl eln(W— W)t

[y —i(w—-awy)]™""
The further procedure involves substituting (15) into
(14), summing a geometric progression, and sguaring
the absolute values of B(" and BY). In this way, we

reduce the expression for the emission spectrum to the
form

P () = %[

N y(1+ coswty) (16)

V(1 + coswty)® + (w— wy —ysin wtg)?’

where, for simplicity, we replaced, in accordance
with (5), the slowly varying function V?(w) by the con-
stant I = 2y. Without going into details, we would aso
like to note that the result for spectrum &_(w) corre-
sponding to an initially prepared antisymmetric super-
position of states |egOCand [geOLl)

Y () = %[

y(1 - coswt,) (17

X 1
v2(1 - cosmt,y)? + (- oy + ysin wty)’

differs from formula (16) only in the signs in front of
the cosine and the sine.

Further, expressions (16) and (17) would be coinci-
dent inform with a Lorentzian contour if the arguments
of the sine and the cosine were constants. But in the
case of yty < 1, which is of greatest interest to us (see
the preceding section), this isindeed so: argument wt,
changes insignificantly within the characteristic spec-
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tral-contour width, which, in any case, is less than 2y.
For the case of yt, < 1, it is therefore quite natural to
introduce the effective central frequency of the contour,

Wo = o xysinayty (vt < 1), (18)
where the upper (lower) sign corresponds to the sym-
metric (antisymmetric) initial condition. Accordingly,
the effective half-width of the contour is

Y = y(1%cosoyty) (Yo < 1), (19
while the shape of the emitted-photon spectrum can be
approximately represented in the canonical Lorentzian
form

P(w) = 1:____\/_____

Ty + (W= Gy)°

This result is quite consistent with the conclusions
drawn in Section 3 that concern the dynamics of the
radiative decay of an initially prepared symmetric
superposition state. By way of example, we indicate
that, for &, (w) taken in the case where the above
parameter B = |wpty; — (2n + 1)1t (see Fig. 3 and expla
nations in the main body of the text) is much less than
unity, the effective width of the emitted-photon spec-

trumis T = 2y = B2y(1— 2yty) in accordance with (19)
(here, weretained only thefirst two termsin the expan-
sion in the small parameter yty). In the zero-order
approximation in yt,, this width is exactly egual to
decay rate W' (13), corresponding to the golden rule,
while, with allowance for the correction, it is somewhat
less, which follows from the graphsin Fig. 3.

Let us now examine the case where only one of the
atoms isinitially excited. In order to obtain the radia-
tion spectrum, we use the solutions in (7) and (8) for
amplitudes A(t) and Ay(t), respectively, and substitute
them into set of Egs. (1). As a result, we obtain the
probabilities for the emission of photons of the given
freguency in the two opposite directions:

1
4m(1 + sinzooto)

(yto < 1). (20)

Fo(w) =

N (1+2s nzmto)y(l + coswt,)
V(1 + cosmty)” + (w— oy — ysin wty)’

sinwty(w— wy—ysinwty)

- 21
V(1 + cosmty)” + (w— oy — ysin i)’ @)

(1+2s nzwto)y(l — coswty)

V(1 cosmty)” + (w— wy + ysinwty)’

Sinwty(w— wy +ysinwty) }
v(1 = coswty)” + (00— Gy + ysin i)’
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inthe “free” direction and

1
4m(1 + sinzwto)

N [ y(1+ coswt)
V(1 + cosmty)” + (w— oy — ysin wty)’

Fo(w) =

snwty(w—wy—ysinwt,)

(22)
V2(1 + coswty)” + (w— wy—ysin wiy)?

. y(1— coswt,)

V(1= cosmty)” + (0— wy + ysinwt,y)’

B sSinwty(w— wy + ysinwty) }
V(1 - cosmty)’ + (00— oy + ySin o)’

in the direction from the initially excited atom through
the initially nonexcited atom.

It obviously followsfrom (21) and (22) that the total
spectrum Fo(w) + F5(w) of photons emitted in the
two directions is equal, as it must be, to [¥,(w) +
F_(w)]/2—that is, the half-sum of the spectra corre-
sponding to the symmetric and antisymmetric initial

conditions. However, spectra & (w) and & 5(w) them-

selves may be significantly different (see the two exam-
plesin Fig. 4). First of all, thetotal probabilities of pho-
ton emission in the two directions are not equal to each

other: theintegral of ¥ (w) isalways greater than the
integral of &;(w) . Introducing the ratio

}H’O(m)doo

R (23)

©o

IEfD(w)doo

and calculating, by a method similar to that used to
evaluate the integral in (B.11) in Appendix B, the rele-
vant integrals of various terms appearing in expres-
sions (21) and (22), we obtain

B cos(2wyto) +§
cosh(24/2yt,) 4

1+2./2tann(2./2yt,)

J2tanh(2./2yt,)
R =

(24)

It follows from formula (24) that, for yt; << 1, the ratio

in (23) takes amaximum vaue of R = 3 at interatomic
distances differing from an integral number of half-
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Fig. 4. Central part of the spectrum of photons emitted in
two opposite directions for the case where one of the atoms
isinitially excited. The two examples demonstrate distinc-
tions between spectra ¥(w) and F(w). The normaliza-
tion was performed with respect to the maximum of func-
tion ¥ (w). Parameter ytg was set to 0.1 for both examples.

The interatomic spacing differs from an integral number of
half-wavelengths by (a) A/4 and (b) A/8.

wavelengths by A/4. The corresponding small-scale
dependences R (wyty) are shown in Fig. 5 for yt, = 0.1
and yt; = 0.5. It can be seen that, as parameter t,
increases, the dependence of 9 on the interatomic
spacing is smoothed out over the wavelength scale,

tending to the constant R |,, .., = 2.2 —1=1.83.

To conclude this section, we would like to note the
fact (see, in particular, Fig. 4) that function &;(w) is
exactly equal to zero at transition frequency wy. Thus,
we can say that anonexcited atomislikeanideal mirror
for aphoton emitted by an identical atom strictly at the
atomic-transition frequency.

5. SOME PROPERTIES OF STABLE STATES

In Section 2, weindicated that anondecaying super-
position of the two states |egland |gel{(it is symmetric
if the interatomic spacing is equal to a half-integer
number of wavelengths and antisymmetric if this spac-
ing is equal to an integral number of wavelengths) is
“supported” by a wave packet bounded between the
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Fig. 5. Ratio (24) of thetotal probabilities of photon emission in two oppositedirectionsin the case where one of theatomsisexcited
initially as afunction of the interatomic spacing over the scale A/2: (&) evolution of ratio R as parameter ytg grows from extremely
small values (dashed curve) to avalue of 0.1 (solid curve) and (b) subsequent evolution of %R as vty incresses to 0.5 (solid curve)

and further to greater limiting values (dashed curve).

atoms. This meansthat, for the “atoms + field” system,
the superposition

|[YO= C,|eg0 C,|ge0O

25
+ICS lgg1$)’ e + [ c9gg1$ @, (25)

where C, = +C; and where the relation between C, ,

and C& can be derived from the corresponding formu-

las of Appendix A, is the corresponding stable eigen-
state that is embedded in the continuous spectrum and
is “discrete” in the sense that it is normalized to unity
rather than to a delta function (for more details, see
Appendix A). In particular, the relation between C, ,

and C indicates which fraction of energy is associ-

ated with the excitation of the atoms and which is con-
centrated in the “supporting” field.

Here, we would like to extend somewhat theissuein
question as follows. By way of example, we examine
the situation where a symmetric superposition of states
legCand |gelisexcited at t = 0 and where theinteratomic
spacing is exactly equal to a half-integer number of
wavelengths and address the problem of assessing the
following probabilities:

(i) that of finding an atom in the excited state for
t— 00 (Py);

(ii) that of recording a photon by a detector placed at
infinity (the probability of emission into a free space,

free);

(i) that of finding a photon in the supporting field
between the atoms for t — o (Pg00n)-

The first probability is given by formula (11). The
answersto the questions associated with the second and

third probabilities can be obtained by two methods.
One of these (indirect) employs the relation between
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expansion coefficients C, , and Cff) in eigenstate Y'(25)
of our system (see Appendix A). We will rely on the
other, clearer, method, which follows from the proof of
formula (11) in Appendix B. There, one uses, first of
all, the general normalization condition (B.3) (asamat-
ter of fact, thisisthe equality P 4 + Pyree + Pgypport = 1)
and then determines the integral of the total probability

of finding the system in the state |gglfj) Owith respect
to the frequency w. Thisintegrated probability involves
three terms. Thefirst contains the integral 2., (B.9) and

is proportional to the quantity % (or AZ in the nota-
tion adopted in Appendix B); hence, it is Py p0n- The
second term, which contains the integral 2, (B.10),
tends to zero for t —» oo; it describes the interference
between two fields—the field “emitted into a free
space” and the supporting field. The remaining third
term, which containstheintegral 95 (B.11), is P . By
using formulas (11), (B.9), and (B.15), we arrive at the
final expressions

__ 1 _ o
at — 21 free — ,
1+ vt 1+yt,
(1+vytp) y (26)
P spport. = —02'
(1+vytp)

We can see the following:

(i) If condition yt; < 1, which wasused asarulein
this article for the purpose of illustration, is satisfied,
the initial excitation remains predominantly concen-
trated in the atoms, while the probability of finding a
photon in the “radiated” field is approximately equal to
the probability of finding a photon in the supporting
field (both probabilities are about yt;).
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(ii) At yto = 1, part of the excitation energy iscarried
away, with aprobability of 1/2, in the form of radiation
to a free space, while the remaining part of the excita-
tion energy is distributed in equal shares (1/4) between
the atoms and the supporting field.

(iif) Under condition yt, > 1, the probability of find-
ing a photon in the supporting field is a small quantity
on the order of (yt,)™, while the probability of finding
an atom in the excited state is even smaller, on the order
of (yto)>—that is, the energy of theinitial excitation of
the system is predominantly carried away to a free
space.

6. CONCLUSIONS

In this study, special features of the dynamics and of
the spectrum of radiation from a system consisting of
two spatialy separated identical atoms have been
investigated in detail for the one-dimensional case. The
most interesting effect here is subradiance, which
occursif the atoms are separated by a distance approx-
imately equal to an integral or ahalf-integer number of
wavel engths corresponding to the atomic-transition fre-
quency.

At first glance, it seems that the above situation is
idealized and is far from experimental capabilities.
However, thisis not quite so. Within thelast decade, so-
called holey optical waveguides [21, 22] were created,
where a high-quality one-mode regime can be realized.
Moreover, initial experiments were performed [23] that
demonstrated the possibility of channeling an atominto
a hollow waveguide of atransverse dimension about A.

As to localization of atoms, there are also here a
number of possihilities following from aready avail-
able experimental realizations: for example, the local-
ization of anionin an electromagnetic or in aradio-fre-
guency trap, as in the experiments reported in [14, 15]
and mentioned in the Introduction, and the localization
of an atom at the nodes of a standing light wave by
means of laser cooling of atoms (optical latticesin one-,
two-, and three-dimensional cases [24-26]).

Presently, ion traps make it possible to achieve
localization within a few nanometers. Light traps (see
thefirst experiment in [27] and review article[28]) can-
not yet ensure so high a degree of localization (the
localization there is approximately one order of magni-
tude poorer than in ion traps), but we would like to
mention in this connection a new method of localiza-
tion precisely in a waveguide, that which was recently
proposed in [29] and which can be realized on the basis
of geometry where the potential of the gradient force of
alight field is concentrated in the transverse direction
over a distance much shorter than the wavelength.

One should also bear in mind the tight localization
of an atom in condensed media. It is especially appeal-
ing in this sense to follow the trend of nanophysics
which dictates the use of quantum dots rather than
atoms.
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In conclusion, we will briefly list possible applica-
tions.

The discovered stable superposition state of two
atoms belongs to the class of entangled states. It iswell
known that such states have been assumed to play a
special role in future quantum calculations.® It should
be emphasized that the entangled states considered in
the present study can be long-lived in the optical (visi-
ble) range, and thisis of particular interest; also, atran-
sition from a symmetric to an antisymmetric state can
readily beimplemented by changing the position of one
of theatoms by A/2 or by dlightly changing the medium
index of refraction.

An extremely high sensitivity of the effects consid-
ered in this study (in particular, of the time of superpo-
sition-state decay, as well as of the spectra of photons
emitted in two opposite directions) to the interatomic
spacing and, possibly, to the surroundings, which may
weakly affect the atomic-transition frequency, is favor-
able for harnessing these effects in precision measure-
ments and diagnostics.
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APPENDIX A

Let us consider a general method for solving the set
of Egs. (1) without simplifying assumptlons made in
the main body of the text. First, we note* that set of
Egs. (1), which consists of four integro-differential
equations, can be broken down into two independent
sets of two equations each by means of the substitution

1
Ay = A/—(Al*' A), A= TZ(Al—Az),
+) ik R/2 —ik,R/2
BY = [(B‘ LB ™), (Al
B((:) — L(B((:)eika/Z B(_) —ik, RIZ)

/2

3 Here, it is worthwhile to mention the review article of Bagratin
et al. [30], which contains a detailed list of references on the sub-
ject and which places specia emphasis precisely on entangled
states, quoting thisterm in the title.

4t should be borne in mind, however, that the partition of our spe-
cific problem (of the “two states and two continua,” type accord-
ing to the classification proposed in [16]) into two simpler prob-
lems (each belonging to the “ one state and one continuum” type)
is not crucial for the possibility of deriving an analytic solution,
but calculations are more cumbersome in the general case.
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If A, =0, then A; isactually the amplitude of a symmet-
ric superposition of states |egd and |gel] and vice
versa—that is, if A, = 0, A, is the amplitude of an anti-
symmetric superposition of the same states. Upon mak-
ing the substitution specified in (A.1), we obtain the set
of equations

dA, Lion
a2 _ J’Vg(co)Bff)e'(w “ o,
(A.2)
.dB(g) i(W—up)t
d:) = Vy(w)Age

for the “ symmetric” part of the problem, where

k,R
V, = 2V(w)cos—3-,

> (A.3)

and the set of equations
| dA,

= [V (@)BYe “" P ge
0 (A9
_dB!Y

"ot

for the “antisymmetric” part, where

—V( )A l(w o)t
u

k,R
Vi = 2V(@)sin-g-. (A.5)

In accordance with the formulation of our problems,
V(w) is a dowly varying function that decreases at
infinity.
Further, the substitutions
Ag(t) = ale)e
B (1) = bue)e™

reduce both sets of eguations, that in (A.2) and that
in (A.4), to an eigenvalue problem, with € and |la(€),
b, (¢)|| appearing as eigenvalues and eigenvectors,
respectively; that is,

—i(e— (uo)t

(A.6)

0

(€—wo)ae) = [G(w)by(e)de, A7)
) .

(e -w)b(e) = Glw)ale),

where the index (g or u) is omitted for brevity and
where function G(w), which describestheinteraction of
a discrete level with a continuous spectrum, is either
Vg (A.3) orV, (A.5), respectively.

Set of Egs. (A.7) can be diagonalized by the well-
known method that, for various problems involving a
continuous spectrum, was given in [16] (autoionization
states of atoms), [17] (laser-induced transitions from a
discrete spectrum to a band of levels), and [18]
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(intramolecular vibrational relaxation), aswell asinthe
monograph of Cohen-Tannoudji et al. [31], which was
published later. In those studies, an analytic solution
was obtained for an arbitrary (in principle) form of
function G(w) (of course, it is assumed that G(w) is a
continuous function). In the context of the present
study, thereis, however, a subtle importance consisting
in that the case where function G(w) vanishes at some
points has special features not covered in previous stud-
ies. Below, wefill this gap.

It was proven in[17] that the spectrum of eigenvalue
problem (A.7) is continuous from the boundary below
which function G(w) vanishes (without loss of general-
ity, We assume that this lower boundary is equal to
zero ) to infinity and can also include a discrete eigen-
value®s_ < 0 if G(0) # 0. It turns out, however, that if
there exists a point where G(w) = 0 in the vicinity of
W = Wy, this does not exhaust the solution to the prob-
lem—namely, there can exist an additiona discrete
eigenvalue that is as though embedded in the continu-
ous spectrum.

In order to prove the last statement, we explicitly
write, as afunction of the eigenvalue €, the eigenvector
of the problem specified by Eq. (A.7); that is,

a(e) = GE) ,
JPGYE) + [& — wo— F(e)]?
1
bue) =
JGie) +[e—wo-2))? AP
x H6(£) G() P —=— + [£ ~D(e)]5 (02— £)T,
0 E-W 0

where we used the standard conventions for distribu-
tions (see, for example, [33]), a delta function and the

function 9 )—1( , Which is an anal ogue of the function 1/x,

and introduced the notation
BN (S NSNS i
Y(e) = VpIs_wdoo_IG (oo)@’s_wdoo, (A9
0

with the symbol Vp implying that the integral in ques-
tion is taken in the sense of the principal-value pre-

SIn a free onedimensional space, V() O Jw, but, in a
waveguide, the lower boundary of V(w) may be different from
zero. Also, the very form of function V(w) depends both on the
shape of the waveguide cross section and on the position of the
atom with respect to the waveguide axis [32].

6 In the context of the present study, this discrete value—even if it
formally exists—does not play any noticeable role since the
decay rate is much less than the transition frequency (I' < wy, see
the Introduction); therefore, so far an edge of the energy spectrum
makes a negligible contribution to the dynamics of the system.
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scription in accordance with the definition of the func-
tion 9731 .
X

By means of direct substitution, it can easily be ver-
ified that (A.8) isindeed a solution to the problem spec-
ified by EQ. (A.7). In any quantum-mechanical problem
dealing with a continuous spectrum, it is common prac-
tice to normalize an eigenvector to a delta function; in
our case, we have

a(e)a(e") + I b, (e)b(€)dw = d(e—¥€).

However, it is obvious that formulas (A.8) may lead to
indefiniteness at a punctured point €, of the spectrum if
the following two equalities hold simultaneously at this
point:

G(eg) = 0, YD(gg) = &,. (A.10)
This case requires a dedicated investigation. The result
isthefollowing. In contrast to the remaining part of the
spectrum, where one and only one eigenvector (A.8)
corresponds to a given eigenvalue €, eigenvalue g, is
doubly degenerate—that is, two linearly independent
solutions to set of Egs. (A.7) exist for an eigenvalue g,
that possesses the properties specified in (A.10). It is
convenient to choose the corresponding pair of orthog-
onal eigenvectorsin the form

aey) = 0, b(e) = d(w-g),  (A.ll)
a?e,) = C,
He 8w W# g (A.12)

b(er) = O Eo— @’
D, o= &

Thefirst of the eigenvectorsin (A.11) is merely anon-
excited state of the initially continuous spectrum; by
virtue of thefirst of the conditionsin (A.10), G(gy) =0,
this state does not interact with other levels. In contrast
to al of the remaining eigenvalues, the second eigen-
value is normalized to unity under a natural additional
assumption concerning the form of the function G(w) in
the vicinity of point w = €, the normalization constant
appearing in (A.12) is given by

If G(w — &) ~ (w—¢p)*, wherea > 1/2, the congtant C
isawell-defined value.

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

699

Thefunctions G(w) that are of interest in the context
of this study—namely, functions V, (A.3) and
V, (A.5)—are products of the slowly varying function
V and the quickly oscillating sine or cosine of a func-
tion that islinear in the absence of dispersion (k,, [t ),
but which is nonlinear in general. However, function G
has zeros in the vicinity of wy in any case. Also, it can
easily be noticed that fulfillment of the second equality
in (A.10) is simultaneously ensured by appropriately
choosing parameter R (interatomic spacing) appearing
in expressions (A.3) and (A.5). Considering eigenvalue
goasafunction of R, we do indeed see that, under con-
dition G(g,) = 0, the quantity % (g,) (A.9) dependson R
only slightly: by and large, the value %(gy) = U, is
determined by two factors, the asymmetry of function
V(w) with respect to the atomic-transition frequency wy
and dispersion, which, in the present case, leads to the
asymmetry of functions cos?(k,R/2) and sin?(k,R/2)
with respect to their local zeros. Therefore, an R value
that satisfies the second conditionin (A.10) ischosenin
such away that the zero of function G is shifted from

frequency wy, by 9.

In the main body of the text of this article, we disre-
garded the asymmetry of the function V(w), assuming
that it is constant from —oo to +o0; we also disregarded
dispersion. Therefore, both conditions in (A.10) were
automatically satisfied if distance R was equal either to
an integral (for G =V,) or a haf-integer (for G = V)
number of wavelengths corresponding to atomic-transi-
tion frequency wy. In aredistic situation, R values at

which the stable superposition states (legCt |gell/ /2
exist will dightly change, but, as hasbeen showninthis
appendix, the presence of dispersion or the depen-
dence of V on w does not destroy the very existence of
them.

APPENDIX B

In order to adequately treat the properties of astable
excited entangled state of two atoms, as well as the
properties of radiation supporting this state and the
properties of radiation emitted during the correspond-
ing transient process, it is necessary to calculate the
limit

s i 1 n_-y(t—ntg)
A, = t"fil,z ae(t—nto)[y(t—nto)] e . (B.1)
n=0

In particular, it can be seen that, if the equality

ity

=-1 (B.2)
holds, the limiting value of amplitudes A(t) and Ay(t)
for thesolutionin (10) isA./ /2, so that the probability
of finding the atoms in excited states tends to Afo for
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t — oo inthe corresponding case of the symmetric ini-
tial condition.”

In order to calculate the limit in (B.1), we use the
normalization condition

A + A0+ (18] "deo
, (B.3)
+ I|B£;’(t)| do = 1.

The amplitudes Bf:)(t) and Bf;)(t) are expressed in
terms of A(t) = A(t) = Ay(t) by integrating the last two
equations in (1). The solution in (10) formally corre-
sponds to the case where the matrix element V(w) of the
interaction is a constant—that is, integration in (B.3)
extends over the entire infinite axis. Passing to the limit,
we then obtain

A2 = 1—2%Iimf(1+ coswte)| I o) °dw,  (B.4)
t - o

where we used relation (5) and introduced the notation

t

(0 = J’A(T)ei(w_%)TdT. (B.5)
0
Upon integration of (B.5) by parts, we have
S
'g)co(t) - w— %
t (B.6)

1 i(w—up)t . i(w— )t
x| —=—A®)e +[A(T)e dr|.
{fz I

Further, we use (10), with the additional condition (B.2),
and the explicit form of the derivative A'(t) to calculate
the integral in (B.6) with the upper limit tending to
infinity. For $,, wethen arrivein thisway at an asymp-
totic expression in the form of the sum of an oscillating
and a constant term:

1
o= —=
J2
i(W—up)t (B7)
x[_iA“e + it ! . }
OB y1re™) -i(w-w)

Upon substituting (B.7) into (B.4), we find that the

7 It was indicated above that the quantity Ai istheright-hand side
of relation (11).
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sought quantity A,, satisfies the equation

2 Yo O_2Y 1.1
AL+ 10e-TAIMY, = 1-29;,  (BS)
where 9, , 5 [after the change of variable X = w — wy,
and with allowance for condition (B.2)] is a generic
notation for three integrals: of these, thefirst is tabular,

00

1- t
9, = J’&)dx = Tito; (B.9)
—00 X
the second,
*® 1— t i xt
9, = I%dx (B.10)
Jy(l-e ") —ix
tends to zero for t — o0; and the third,
° 1 — cosxt
2 = | ¥ ZCOSXO) ——dx (B.11)
2 [y(1—cosxty)]” + [x +ysinxtg]

is not quite trivial.2 In order to calculate the integral
in (B.11), wetransform it to

[

dx
923 = Re| VpI——IXt .
Jix+ty—ye "’

Further, we express the principal value appearing
in (B.12) in terms of an integral along contour 6 from
—oo to +oo Where the pole of theintegrand at x =0 iscir-
cumvented in the counterclockwise direction in the
complex plane:

(B.12)

00

dx
VP[——¢
;[ix+y—ye o

(B.13)
Tt dx

1+yt0+IiX+ _ e_iXto'
ix+y—y

After this, it remainsonly to calculate theintegral aong
the contour 6. In order to do this, we notice that, upon

elimination of the poleat x = 0, theinequality |ye_i XtO| <
lix +y| holds everywhere on contour €. Therefore, the

integrand in (B.12) can be expanded in ageometric pro-
gression,

n_—inxty

1 1 - Y
= - + .
to IX+y n§:1(iX+y)n+1

— (B.14)
iX+y-—ye

Upon integration aong contour 6, the first term explic-
itly isolated in the expansion on the right-hand side

8 The idea of the method used here to calculate this integral came
from V.P. Krainov.

No. 4 2003



SPONTANEOUS DECAY IN A SYSTEM OF TWO SPATIALLY SEPARATED ATOMS

of (B.14) yieldsavalue of 11, while the terms of the sum
vanish since the corresponding functions decay expo-
nentially in the lower half-plane of the complex plane
and hence have no poles there. Taking this and rela-
tion (B.13) into account, we obtain

_ T _ Tif
D3 = T 1+yt, 1+yty
Substituting 2, (B.9) and 25 (B.15) into Eq. (B.8), we
then arrive at thefinal result for the sought limit; that is,

_ 1
Aoo - 1+vt01

(B.15)

(B.16)

which isexactly twice asgreat asthelimiting values (9)
of amplitudes A, and A, in the case where the initial
condition corresponds to the excitation of one of the

atoms and is /2 times greater than A , inthe case of
the “symmetric” initial condition.
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Abstract—The dynamics of the electron and ion subsystems of a molecular hydrogen ion in the field of fem-
tosecond titanium—sapphire laser radiation is investigated by using numerical simulation. The dependence of

the probability of ionization and excitation of various electron states of H; on the radiation intensity and on

the orientation of the molecule axis relative to the direction of polarization of the electric field of the wave is
investigated. It is shown that the population of al electronic states of the molecule (except the ground state and
the first excited state) is negligibly low in awide range of radiation intensity. In such a situation, if the proba
bility of system ionization is also low, the dynamics of vibration—rotation motion of nuclei in the molecule can
be considered in the approximation of two potential surfaces (energy levels). The possibility of the effective
orientation of the molecular axis along the direction of the electric field of the wave in the absence of dissoci-
ation of the system is considered. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The devel opment of high-power femtosecond lasers
with a pulse duration comparable to the characteristic
time scale of nuclear motion in a molecule paves new
ways for controlling chemical reactions and for study-
ing their mechanisms [1]. One of the main processes,
which have been studied intensely in recent years in
this respect, is the possibility of aligning (orientation)
of the molecular axisin agiven direction in the field of
ahigh-power laser pulse[2-10]. The possibility of such
a process was repeatedly discussed both from the
experimental [3-6] and the theoretical [7-9] points of
view. However, it isimportant for practical applications
that the “oriented” molecule remains in the bound and
not the dissociated state. At the sametime, in the exper-
iments that have been reported so far [5, 10], the fact of
orientation of molecules is monitored, as a rule, from
the angular distribution of the dissociation products
formed as a result of ionization of the molecular sys-
tem. In addition, the physics of the processis not quite
clear in some cases. the molecule is orientated in a
strong laser field and then undergoesionization and dis-
sociation, or the observed angular dependence of scat-
tering of the ionization products stems from the fact
that only the molecules oriented in a certain direction
(inthedirection of the polarization vector of theelectric
field of the wave) are predominantly ionized [4].

It istherefore clear that an analysis of the dynamics
of the electron and nuclear motion in molecules is a
problem of interest. Since such a problem presumesthe
analysis of a multidimensional Schrédinger equation
even for the simplest molecules, it isimportant to ana-

lyzethe possibility of independent treatment of the evo-
lution of the electronic and nuclear subsystems in a
laser field. Such a separation of the electronic and
nuclear degrees of freedom in a molecule forms the
basis of the Born—Oppenheimer approximation and isa
consequence of different temporal and energy scales of
motion of the electron and nuclear subsystems. How-
ever, in strong electromagnetic fields, within the Born—
Oppenheimer approximation, a large number of elec-
tron energy levels (including, above all, those describ-
ing the ionization state of the system) must be taken
into account under the conditions of strong ionization
and considerable rearrangement of the structure of the
electron states of the molecule by the optical field. Such
aproblemisdifficult for simulation. On the other hand,
it is undoubtedly interesting to study the vibration—
rotation motion of a molecule in a high-intensity elec-
tromagnetic field in the case when the probability of
ionization of the moleculeis negligibly low; hence, itis
sufficient to take into account a small number of elec-
tron energy levelsin analyzing the molecular dynamics.
This paper is devoted to a numerical analysis of this
problem for amodel two-dimensional (planar) molecu-
lar hydrogenioninthefield of Ti:Salaser radiation (the
energy of aquantum is%w = 1.55 eV). The conditions
permitting the analysis of vibration—rotation dynamics

of H} in the two-term approximation are determined

and the possibility of the effective alignment of the
molecular axis along the polarization direction of the
electric field of the wave in the absence of dissociation
is demonstrated.
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2. MODEL OF A MOLECULAR HYDROGEN ION

It is well known that the total wave function of a
molecule in the adiabatic approximation can be repre-
sented in the form of an expansion in electron energy
levels:

Y(r,R,t) = ZCDH(R,t)d)n(r, R). (1)

Here, r and R are the sets of coordinates of the elec-
tronic and nuclear subsystems; ®,, is the nuclear wave
function describing the vibration—rotation motion of
the nuclear subsystem, corresponding to the nth elec-
tron energy level; and ¢, (r, R) is the electron wave
function determining the structure of the nth energy
level. In the absence of an external action, the motion
occurs independently and an electromagnetic field
induces transitions between the energy levels. In this
case, summation in Eqg. (1) also includes the integral
over the continuum of the electron states corresponding
to the ionized state of the system. The stationary states
¢,(r, R) can be determined from the solution of the
eigenvalue problem for the Hamiltonian of the elec-
tronic subsystem of the molecule,

He(r, Rdq(r, R = Ef(RIO.(r, R). 2
Here, E(R) isthe energy of the stationary state, corre-
sponding to function ¢(r, R).

In the two-dimensional approximation, the Hamilto-
nian of the electronic subsystem of the molecular ion

HJ can bewritten in the form

N

2

qo-_filpgo’, om

© T 2mbpye oy

2 2 (3)
e _ e

Jx-R2’+y +a® J(x+R2)+y +a’
Here, it is assumed that the x axisis directed along the
molecular axis, R is the distance between the nuclei,
and a is the smoothing parameter selected so that the
characteristics of our model system are as close as pos-
sible to the experimentally observed characteristics.!

The numerical solution of eigenvalue problem (2) for
Hamiltonian (3) was used to determine the wave func-
tionsd,(x, y, R) of the stationary states of the electronic
subsystem, which depend parametrically on their
nuclear spacing R, and to construct the system of elec-
tron energy levels of the molecule,

V@R = + E.R), (4)

1In our calculations, it is assumed that o = 0.35 A.
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R, A

Fig. 1. Potential curves corresponding to two lower elec-

tronic states of the two-dimensional H,, ion.

where n isthe number of the electronic state. In our cal-
culations, we analyzed 12 electronic states (n =

12). The potential curves for two lower states obtal ned
with the help of Eq. (4) are shown in Fig. 1. It can be
seen from the figure that the equilibrium distance
between the nuclei in our model isR=R,= 1.2 A. The
energies of several first electron states calculated for
R= R, are given in Table 1, and the electron density
distribution for the ground and the first excited states
for R=R,and R= 2 A are shown in Figs. 2 and 3. It
should be noted that, in contrast to the structure of the
excited state, the electron density distribution

ld1(x, Y, R)|2 is essentialy different for the two indi-
cated values of R. For example, for R=R,, the distribu-

tion |$.(x, y, Ro)| is approximately isotropic and the
peak of the electron density isin the middle of the spac-
ing between the nuclei. Anincreasein the nuclear spac-
ingto 2 A leads to the emergence of adichotomic struc-
ture of the wave function with the electron density
peaks localized approximately in the region where the
nuclei arelocated. Asaresult, an increasein the nuclear
spacing results in anisotropy in the electron density,
leading to peculiarities in the dynamics of the elec-

Table 1. Energiesof thelower dectronic statesof themodel H,,
ion for the equilibrium value of the nuclear spacing Ry=1.2 A

State Energy, eV
|10 -29.8
|20 -19.7
|30 -14.7
|40 -10.7
|50 -84
Vol. 97 No. 4 2003
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Fig. 2. Electron density distribution in the ground state of
the molecule for the nuclear spacing R= 1.2 (&) and 2.0 A
(b). The level lines (in relative units) 1 (1), 0.1 (2), and
0.01 (3).

tronic and nuclear motion depending on the angle of
orientation of the molecular axis relative to the direc-
tion of the electric field of the wave.

3. IONIZATION OF THE H, ION
IN A STRONG FIELD

It is usually assumed that the evolution of the elec-
tronic subsystem occurs on a much smaller time scale
as compared to the nuclear subsystem. For this reason,
in the first approximation, the process of ionization of
the molecule in a short pulse can apparently be consid-
ered in the approximation of “frozen” nuclei, i.e., by
fixing the nuclear spacing and the orientation of the

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

VOLKOVA et al.

v, A
4 T T T T T T T

1
-2 -1 0 1 2 3 4
x, A

Fig. 3. Electron density distribution in the first excited state
of the molecule for the nuclear spacing R = 1.2 (a) and
2.0A (b). The level lines (in relative units) 1 (1), 0.1 (2),
and 0.01 (3).

_4 I
4 -3

molecular axis relative to the direction of action of the
electric field of thewave. In this case, assuming that the
x axisisdirected along the molecular axis, we can write
the following expression for the wave function of the
€l ectronic subsystem:

0P(x, y, R 1)
ot (5)
= (He—e(xcosB + ysin®)e(t) cos(wt)) WX, y, R, t).

i

Here, €(t) is the envelope of alaser pulse and 6 is the
angle between the direction of the electric field and the
molecular axis.
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In our calculations of the dynamics of the electronic
subsystem of the molecule, we assumed that the pulse
has a smoothed trapezoidal shape (see [11]) with front
durations of 1; = 2T and a generation plateau duration
of 1, =5T (T = 2Wwistheduration of an optical cycle).
We al so assumed that the system at the initial instant is
in the ground electronic state. Solving Eq. (5), we can
determine the probabilities of ionization and excitation
of various states of the system depending on the laser
pulse parameters, as well as the orientation of the
molecular axis relative to the direction of polarization
of the electric field of the wave and the nuclear spacing.

Equation (5) was solved numericaly by the finite
element method in the Cartesian frame in a region
X, y| <L, L =40Ainsize. Inorder to prevent the reflec-
tion of the probability flux from the boundaries of the
spatial region, we introduced the electron density
absorption in the boundary region, which ensured the
effective “erosion” of the wave function.

The probabilities of various electronic states being
excited were determined as projections of calculated
function Y(x, v, t) onto wave functions ¢ ,(x, y) of sta-
tionary states of the electronic subsystem at an instant
corresponding to the end of the laser pulse (t = t;,,):

W, = | (X, Y, tin) [ (%, YO (6)

The probability of ionization was calculated using sev-
eral methods. First, this quantity was calculated as

Wi = 1- 3 W, ™

where 12 different electronic bound states of the mole-
cule were taken into account. Second, it is natural to
assume that the bound states of the molecule corre-
spond to the electron localization in the region of small

valuesof r = 4/x* + y*. Consequently, the probability of
finding the system in a bound state can be determined
by integrating the electron density over the region

r=Jx+y<r,.

Accordingly, for the ionization probability, we have

W, = 1- I |We(x, y)|*dxdy. (8)

r<r,

Finally, integrating the electron density flux absorbed
in the vicinity of the boundaries of the spatial computa-
tion region with respect to time, we can also abtain the
ionization probability for the system. In the latter case,
it isvery important that computations continue after the
action of the laser pulse in view of atime delay in the
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Fig. 4. Dependences of theionization probability for H; on
the radiation intensity in a laser pulse with 14 = 2T and
Ty = 5T for nuclear spacing R=1.2 (1) and 2.0 A (2). Dark
and light circles correspond to the longitudina and trans-

verse orientations of the molecular axisrelativeto the polar-
ization vector of the electric field of the wave.

electron density absorption near the boundaries of the
computation region relative to the ionization of the sys-
tem during the action of the pulse. Obviously, thisdelay
is determined by the time of electron motion within the
gpatial computation region and depends on the size L of
this region and the characteristic velocity of a photo-
electron in the continuum.

Special calculations proved that all these methods
for determining the ionization probability lead to iden-
tical results; for the size of the central zone, it is conve-
nient to taker, = 5 A. Parameter r, corresponds to the
region of localization of approximately ten lower elec-
tronic states of the molecule.

The main results of calculating the electron dynam-

ics of the molecular H., ion are shown in Fig. 4. The
figure givesthe dependences of the ionization probabil -

ity for H, on the radiation intensity, calculated for two
values of the nuclear spacing aswell asfor longitudinal
and transverse orientation of the molecular axisrelative
tothefield polarization vector. First of all, wemust note
a sharp increase in the ionization probability (espe-
cidly in the case of relatively weak fields) upon an
increase in the nuclear spacing. This effect was discov-
ered in [12] and was repeatedly discussed in the litera-
ture [13, 14]. On the other hand, for R = R,, the ioniza-
tion probability is found to be negligibly small in the
region of P < 4 x 10" W/cm?. It should aso be noted
that in the given case the ionization probability weakly
depends on the orientation of the molecule relative to
the direction of polarization of the electric field of the
wave, especially for an equilibrium nuclear spacing.
The corresponding dependences for specific values of
theintensity are shownin Fig. 5. We believe that such a
smooth dependence is associated with a high degree of
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Fig. 5. Dependences of theionization probability for HJ2r on

the orientation of the molecular axisrelative to the polariza-
tion vector of the electric field of the wave for the following

values of parameters: (a) R= 1.2 A, P = 7 x 10 w/cm?;
(b) R=2.0A, P=2x 10 w/cm?.

spatial symmetry of the initial state (see Fig. 2) and
with the absence of a preferred direction in the system
for R=R,. Anincrease in the nuclear spacing leads to
symmetry breaking (see Fig. 3) and, hence, to a stron-
ger angular dependence of the ionization probability
(see Fig. 5). It should be noted that the angular depen-
dence of ionization W(8) of amolecular system was ana-
lyzed both analytically [15, 16] and numericaly [17] in
various limiting cases. The results of our computations
are closest qualitatively to the data obtained in [17]. In
the latter study, the angular dependence of the ioniza-

tion probability for three-dimensional H, was studied

in the tunneling mode by numerical simulation. In the
approximation of molecular energy levelsrearranged in
the field, the ionization probabilities per unit time of

H, were calculated for the two lower u and g states. It

was found that, in contrast to model [15], the depen-
dence of the ionization probability on the angle
between the axis of the molecular ion and the polariza-
tion of radiation is weak (the ionization rate for the
lower rearranged g state is higher for the molecular ori-
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entation along the electric field of the wave for nuclear
spacings that do not exceed four Bohr radii). Thisresult
isin good qualitative agreement with the data obtained
for R= R, = 1.06 A and shown in Fig. 4 (curve 1). It
should be noted that a direct comparison of our results
with the data on the ionization rates for rearranged
states is not physicaly justified since we determined
the ionization probability per pulse, while the popula-
tion of various " dressed” states of the molecule was not
investigated.

Let us now consider the results of calculating the
probability of excitation for various electronic states of
the molecule. It was found that the probability of popu-
lation of al electronic states except the lower excited
[n = 20state is negligibly low in the entire investigated
range of parameters and does not exceed 3 x 103, Since
the Keldysh parameter y < 1 under the conditions of our
computationsin theregion of P > 3 x 10 W/cm°>—i.e.,

we are talking about the tunneling mechanism of H,

ioni zation—such asmall probability of molecular exci-
tation appears natural.

The results are of fundamental importance for con-
structing a model describing the motion of the nuclear
subsystem of the molecule. Indeed, our calculations
show that the processes of ionization of the molecule
and the excitation of all its states except the lower
excited state |n = 2[Jcan be neglected in the range of
intensity values P < 2 x 10 W/cm?. This means that
the dynamics of the nuclear subsystem can be consid-
ered within an approximation that takes into account
only two lower energy levels of the molecule.

4. EVOLUTION OF THE NUCLEAR SUBSY STEM
OF H; IN A LASER FIELD

Within the two-term approximation, the total wave
function of a molecular hydrogen ion can be written in
form (1), the sum containing only two addends:

Yr,R,t) = 9,(R 6,1)0.(x Y, R

o ©
AR 8,00,(x,y, R).

Here, r = (X, y) and R = (R, 0) isthe set of coordinates
of the electronic and nuclear subsystems, respectively,
and subscripts “1" and “2" correspond to the ground
and thefirst excited electronic states of the molecule. It
was noted above that the action of an external electro-
magnetic field induces transitions between the energy
levels, the transition probability being determined by
the matrix element of dipole operator r,,. Taking into
account relation (9), we find that the system of equa-
tions describing the vibration—rotation dynamics of the
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molecule under the action of an external electromag-
netic field has the form

ﬁ&%ﬁi—?—t—) [Tn+ VE(R]D (R 6, 1)
—eg(t) coswt|[ x1,(R) cos(8) + y1,(R)sinB]® ,(R, 6, t),
iﬁa—%(;' 0.1 _ [Tn+ VE(R]P AR 6,1) (0
—eg(t) coswt[ X,5(R) cos(8) + y,(R)sinB]d (R, 6, 1).
Here,
fus AHLO gD 10T
2uROR "R R?06°T]

is the kinetic energy operator of nuclear motion (the
first and second terms correspond to the energy of
vibrational and rotational mation, respectively), pisthe

reduced mass of the molecule, and V$; ? is defined by

formula (4). The quantities ex;, and ey;, are the matrix
elements of the projections of the dipole operator onto
the molecular axisand on the direction perpendicular to
the axis. It was noted above that the transverse compo-
nent y;,(R) = 0 on account of the symmetry of the wave
functions of the two lower electronic states; the depen-
dence of quantity x,, onthe nuclear spacing isshownin
Fig. 6. For the ground vibrational state, the transition
probability is determined by the value of x;,(R;) =
0.65 A. In solving system of equations (10) numeri-
cally, we assumed that the molecule was on the lower
energy level in the ground vibration—rotation state at
theinitial instant.

In order to analyze the results of numerical integra-
tion of system (10), we cal culated the wave functions of
stationary vibration—rotation nuclear states, satisfying
the equation

[Tn+ VE(RIOm(R 8) = En@n(R6).  (11)

Here, v and m are the vibrational and rotational quan-
tum numbers. It should be noted that the nuclear func-
tion of the stationary state can be represented in the
form

exp(im8)
J2m

and function x,(R) of the vibrational motion can be
determined from the solution of the eigenval ue problem

O/m(R, 6) = Xym(R) (12)

7210 0Xvm
ZuRaR OR

VR +
]

(13)

%va = Evavm
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Fig. 6. Matrix element of the projection of the electron
dipole moment of the transition onto the molecular axis X1,
as afunction of the nuclear spacing.

Table 2 contains some of the results of calculation of
the vibration—otation spectrum of the nuclear sub-
system, derived from formula (13). It can be seen from
the datarepresented in the table that, for small values of
the vibrational and rotational quantum numbers, the
obtained spectrum is successfully approximated by the
expression

E,. = AQ(v + 1/2) + B,
v=012.. m=0%1+2 ..

(14)
Here, 2Q = 0.255 eV isthe vibrational quantum corre-
sponding to the transition

lv=0,m=00— |v=1m=0[

and B = /22 R} is the rotational constant calculated

for the equilibrium nuclear spacing. It should be noted
that, by virtue of the condition B < #Q, which holdsin

Table 2. Energies of vibration—rotation energy levels of the
model H; ion, belonging to the ground el ectron energy level

m
4
0 1 2 8
0 —2.267 —2.264 —2.256 —-2.087
1 -2.012 —2.010 —2.000 —-1.843
2 -1.763 -1.760 -1.752 —-1.601
3 —-1.529 -1.526 -1.519 -1.3741
4 —-1.309 -1.307 -1.299 -1.161
5 —-1.103 —1.098 -1.094 —-0.960
6 -0.911 —0.908 —-0.902 -0.773
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Fig. 7. Dynamics of the nuclear wave packet in the field of laser radiation with an intensity of P = 10 W/cm? and parameters of
Tf = 5T and T = 10T. Theisolines of probability density (in relative units): 1 (1), 0.1 (2), and 0.01 (3).

this case, the effect that rotational motion of the mole-
cule has on the value of the vibrational quantum can be

neglected.

The data contained in Table 3 show that the main
parameters for the two-dimensional H;, ion are closeto
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the experimentally measured parameters of the real
three-dimensional molecular ion.

Let us now consider the results of calculating the
vibration—rotation dynamics of the nuclear motion,
which were obtained using the two-term approxima-
tion. The main part of the computations were per-
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formed for the initial nuclear state |v = 0, m=00 A
typical example of the evolution of the nuclear proba-
bility density calculated for a pulse with 1, = 5T, T, =
10T, and P = 10" W/cm? is shown in Fig. 7. It can be
seen that the initial state is completely delocalized in
the angle and the nuclear packet islocalized as a result
of laser pulse action predominantly in the direction of
the polarization vector of the electric field of the wave,
which is changed at the rear front of the laser pulse by
a complex rotational dynamics emerging as a result of
the population of alarge number of rotational states of
thelower electronic state of the molecule. The structure
of the nuclear wave packet represented in Fig. 7 indi-
cates that the region of packet localization practically
does not change along the radius. This means that the
molecule remains predominantly in the ground vibra-
tiona state. Since the ground vibrational stateislocal-
ized along the radial coordinate Rin the region

AR= ./AluQ=0.18 A < R,,

the effect of the increase in the ionization rate with
increasing R can be disregarded. This justifies once
again the application of the two-term approximation
under the given conditions. The degree of orientation of
the moleculerelative to the field direction € can be con-
veniently characterized by the value of the squared
cosine of angle B averaged over the quantum state [11].
We calculated this value using the formula

[tos’ 0] = I cos®
(15)
x {|®y(R, 8, 1)]* + |®,(R, 6, 1)|} RARdS,

where @, and ®, are the solutions of system (10). For

the above parameters, the dynamics of [¢0s’0Lrepre-
sented in Fig. 8 demonstrates a considerable “align-
ment” of the system by the end of the “plateau” of the
laser pulse. The subsequent “ disorientation” of the state
is associated, to a considerable extent, with a decrease
in the radiation intensity at the rear front of the pulse.
The ability of the laser field to confine moleculesin the
aligned state for along time obvioudly follows from the
data presented in Fig. 9. In this case, the plateau dura-
tionisty, = 50T, during thistime, the molecule remains
aligned predominantly along the direction of the wave
field, although the extent of orientation changes with
time. It should be emphasized that the degree of the
electronic and vibrational excitations of the molecules
issmall. This makes it possible in principle to control
the spatial orientation of the molecule without chang-
ing its electronic and vibrational states, which is quite
important for modern laser femtochemistry.
Anincreaseinthelaser radiation intensity to P > 2 x
10* W/cm? changes the pattern of the process signifi-
cantly. In this case, a considerable population of the
vibrational continuum of the lower energy level takes
place, leading to disintegration of the molecule. The
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between the molecular axis and the polarization vector of
the electricfield of the wave asafunction of timefor apulse
with 1¢ = 5T, Ty = 10T, and P = 10" W/cm?. The arrow indi-
cates the end of the plateau of the laser pulse.
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Fig. 9. The same asin Fig. 8 for 1y = 50T.

corresponding data on the probability of finding the
molecule at the lower electron energy level (including
the bound level) and not in the dissociated state depend-

Table 3. Comparison of the parameters of the model (two-
dimensional) and real (three-dimensional) H; ions

2D 3D
Equilibrium nuclear spacing, Ry, A 12 1.06
Dissociation energy, eV 2.3 2.64
Vibrational quantum, 2Q, eV 0.25 0.28
Energy of transition betweenthelower | 10 115
electron energy levelsfor R= Ry, eV
|onization potential, eV 29.8 29.9
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Fig. 10. Dependence of the probability of finding the system
in the ground electronic state (light circles) and also in non-
dissociated state (dark circles) after the end of alaser pulse
on the radiation intensity for a pulse with 1 = 5T and

Ty = 10T.

ing on theradiation intensity aregivenin Fig. 10. It can
be seen that, for the given laser pulse parameters (t; =
ST and 1, = 10T), the possibility of controlling the spa-
tial orientation of the molecular axis without its disso-
ciationislimited tointensitiesof P < 1.5 x 10*W/cm?.

5. CONCLUSIONS

Thus, we have studied the dynamics of the elec-
tronic and nuclear subsystems of the simplest molecule

H; inastrong laser field. It is shown that, for an equi-

librium value of the nuclear spacing, the ionization
probability of the system is a smooth function of the
angular orientation of the molecular axis relative to the
direction of polarization of the electric field of the
wave. Inthiscase, even in the intense ionization regime
(W = 0.1), the probabilities of excitation of all elec-
tronic states of the molecule (except the first excited
state) are negligibly low. This makesit possible to ana-
lyze the vibration—rotation dynamics of the molecule
using the two-term approximation in the range of fields
for which theionization probability islow. The applica-
tion of this approximation has made it possible to deter-
mine the range of radiation parameters in which the
effective action on the rotational states of the molecule
not accompanied by its vibrational excitation or disso-
ciation is possible. It should also be noted that an
increase in the radiation intensity to values correspond-
ing to considerable ionization of the molecule
extremely complicates an analysis of the vibration—
rotation dynamics in the framework of the adiabatic
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approximation since it is necessary to take into account
a large number of electronic states of the molecule in
the continuum. In such asituation, it is obviously more
expedient to directly solve the time-dependent
Schrddinger equation for the wave function of the mol-
ecule outside the scope of the Born—Oppenheimer
approximation.
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Abstract—On the basis of avector model, the propagation of laser pulses under the conditions of atwo-photon
guasiresonancein the case of Stark-chirped rapid adiabati c passage through the resonanceis studied with allow-
ance for a diabatic character of the interaction. It is shown that the shape of a pulse propagating in a medium
changes, the sweeping of its carrier frequency occurring concurrently. Special features of the spacetime evolu-
tion of the population difference in a two-photon transition and of the two-photon coherence during pulse
propagation are analyzed. It is established that acomplete population inversion and a maximum coherence may
exist over along length of the medium if the corresponding conditions are satisfied at the boundary. A hew pos-
sibility for achieving a high coherence (close to a maximum value) is proposed. © 2003 MAIK “ Nauka/Inter-

periodica” .

1. INTRODUCTION

In recent years, new concepts based on atomic
coherence and effects of quantum interference have
given a strong impetus to the development of the reso-
nance nonlinear optics of gaseous media. Various effects
in these reams, such as induced transparency [1], the
coherent trapping of populations [2, 3], and the adia-
batic transfer of populations [4] (or stimulated Raman
adiabatic passage [5]), have found widespread use. The
above phenomenamake it possibleto control linear and
nonlinear optical properties of matter. Concurrently,
laws that govern the propagation of laser pulses under
resonance conditions change significantly (there arise
matched pulses [1], adiabatons [6], a decrease in the
group velocity of a pulse by a factor of 107 to 108 [7],
and some other effects [8-10]). New possibilities open
up here, including that for a high-efficiency implemen-
tation of nonlinear-optics interaction even for very
weak light fields[11, 12] and for the generation of sub-
femtosecond light pulses[13].

The new effect of Stark-chirped rapid adiabatic pas-
sage (referred to in the following as SCRAP) was
recently demonstrated in [14]. It is closely related to a
rapid adiabatic passage due to sweeping the pumping-
laser frequency (see, for example, [15]) or due to the
intrinsic Stark shift of levels in two-photon interaction
[16]. In contrast to what occurs in the phenomena
described in those studies, the passage through a reso-
nance in the case of SCRAP is accomplished owing to
the dynamic Stark shift caused by an additional strong
laser pulse that is delayed in time with respect to the

pumping-laser pulse. Specific conditions must be satis-
fied for the observation of SCRAP to be possible. The
SCRAP phenomenon aso differs from the coherent
two-gquantum interaction of ultrashort pulses of light
under the conditions of self-induced transparency [17].

SCRAP makesit possible to coherently control both
populations and coherence in atomic and molecular
systems. It enables one to obtain the inversion of popu-
lations between high-lying levels and the ground-state
level [14] or to prepare atoms in states that are charac-
terized by a maximum two-photon coherence [18—20].
It was proposed that the | atter be employed to ensure an
efficient generation of coherently tuned radiation—in
the vacuum-ultraviolet region inclusive—in the process
of nonlinear-optics mixing of short pulses [19, 20]. In
all probability, this effect may be used to control chem-
ical reactions and to treat quantum information; also, it
may find applicationsin atomic optics.

Only the time dynamics of population inversion
between levels and of the maximum two-photon coher-
enceinthe SCRAP processwasinvestigated in [14, 18]
in terms of adiabatic states. In the present study, we
examine the propagation of a pumping-laser pulse
under the SCRAP conditions and analyze the spacetime
dynamics of level population and of two-photon coher-
ence with allowance for the propagation of this pulse.
The analysis is performed on the basis of a vector
model that is quite clear and which makesit possible to
obtain anal ytic expressions both for populations and for
the off-diagonal density-matrix element describing
atomic coherence with allowance for the first nonadia-
batic correction. Below, we show that this correction
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1

Fig. 1. Simplified diagram of energy levels for Stark-
chirped rapid adiabatic passage.

must be taken into account in considering the propaga:
tion of a pulse in a medium. We also show that, under
the SCRAP conditions, population inversion in a reso-
nance transition and the induced maximum coherence
may occur over along distance in a medium.

Thisarticleisorganized asfollows. In Section 2, we
discuss the SCRAP phenomenon on the basis of avec-
tor model, disregarding pulse propagation. There, we
present basic equations and their solutions, describe the
pattern of the SCRAP effect in terms of the vector
model, and discuss conditions necessary for its obser-
vation. In Section 3, we derive equations that describe
the propagation of a pumping-laser pulse under the
SCRAP conditions, give their solution, and discuss the
spacetime dynamics of population inversion and atomic
coherence with allowance for pulse propagation. In the
Conclusions, we consider the possible applications of
our results.

2. EFFECT OF RAPID ADIABATIC PASSAGE

THROUGH A TWO-PHOTON RESONANCE

DUE TO A LASER-INDUCED STARK SHIFT:
VECTOR REPRESENTATION

A simplified energy-level diagram corresponding to
the process under consideration is shown in Fig. 1. In
order to observe the SCRAP effect, use is made of two
laser pulses following each other with a specific time
delay. One of them (triggering or pumping pulse) inter-
acts with the 1-2 two-photon transition (see Fig. 1), its
frequency being initially detuned from the two-photon
resonance; the other, strong, off-resonance (Stark),
pulse leads to a change in the two-photon frequency,
inducing atime-dependent dynamic Stark shift. Asthe
two-photon detuning changes from large negative to
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large positive values (or vice versa), the population of
the ground-state (lower) level (1) can be transferred
amost entirely, by the end of thetriggering pulse, to the
excited (upper) state (level 2); that is, a complete popu-
lation inversion may arisein the 1-2 transition, thelife-
time of this inversion being determined by the relax-
ation time for state 2. The pulse durations are assumed
here to be shorter than all atomic relaxation times.

Thisprocessisusualy explained in terms of dressed
(adiabatic) states [14], but it can aso be described in
terms of the vector model proposed in [16]. Within this
model not only can one visualize the time dynamics of
the process, but also obtain anaytic expressions for
population inversion and for two-phaoton coherence.

2.1. Equations for Interacting Fields
and for the Density Matrix in the Approximation
of a Generalized Two-Level System

We will first consider the time evolution of the pop-
ulation inversion p,—p, inthe 1-2 two-photon transition
and of the off-diagonal density-matrix element p,,,
which describes two-photon coherence under the
SCRAP conditions. For p,;, we hereafter use the term
“two-photon coherence” or merely “coherence” The
triggering pulse €,(z t) and the Stark pulse €4(z t)
propagate along the z axis in an isotropic medium,

€420 = 3E, (2. expl-i(wyt—k, 2] + e

wherek; s= w, Jcisthewave number at the frequency
Wy s, C is the speed of light, and E; (z, t) stands for
complex-valued dlowly varying amplitudes (enve-
lopes). Since the Stark pulse undergoes off-resonance
interaction with the medium, we assumethat it is preset
in the process of propagation and that the amplitude is
areal-valued quantity.

The propagation of the triggering pulse is described
by the reduced wave equation

0E,(z 1) N 16El(z, t)
0z c ot

—i 2Tk, P4(z, 1), )

where P,(z, t) is the complex-valued amplitude that
characterizes polarization induced by the triggering
pulse. It can be calculated on the basis of the equation
for the density matrix,

Py(wy) = N z (d1mPm1 ¥ dm2P2m) 3

where N is the density of atoms, dij stands for the tran-
sition electric dipole moments, and p;; are the compo-
nents of the density matrix.
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In the following, we assume, for the frequency of
the two-photon quasiresonance, that

Qo = 20 — Wy < Wy,

IJ’

we also assume that the one-photon detuning satisfies
the conditions

Qi = w

—w;; > |Gy > T, €)
where G;; = E,d;i/2# is the Rabi frequency and Ty isthe
pulse duration. In the approximation specified by
Eq. (4), one can pass from amultilevel systemto agen-
eralized two-level scheme (see, for example, [21]).
Level 1 is the ground-state level; the group of levels
labeled with m makes aleading contribution to the two-
photon quantum transition and to the Stark shift due to
thetriggering field; and the group of levelslabeled with
n contributes to the Stark shift due to the Stark field.

If use is made of the rotating-wave approximation,
the equations describing the density matrix for the gen-
eralized two-level system in the interaction representa
tion have the form

a(pzat PY = _2qAimp,
. 5)
ale | A2
ot —i(Qy—Qy)px = équ(pZ_pl)-

In Eq. (5), weintroduced the following notation:
E, = Aexp(-id,),
where A; and ¢, are, respectively, the real-valued

amplitude and phase, which are functions of coordi-
nates and time;

1 domdms
= — Q = —
q thg Q. m = Wy — Wy,
20(1) ,
Qy = Qu+ ot t = = 20— Wy, Qy = 20— Wy

istheinitial (static) detuning, with w,; and w; = w, +
0¢,/0t being, respectively, the resonance transition fre-
guency and the instantaneous frequency; and Q.= S, +
Sisthe Stark shift of the two-photon resonance due to
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the triggering (S, = &, A7) and the Stark (S = a.E?)
pulse, with

a, = — [l |dml|2 |d2m|
' h? - Q*)l_(*)ml W, — (‘02m

_ldu®
4ﬁ (*) (’onl

(6)

being parameters that describe the Stark shifts.

In the above approximation, the polarization given
by Eq. (3) can be represented in the form

Pi(wy) = [Xa(w)p1—X2(w) Pl NA exp(id,)

. (7)
—2NAqApxexp(id,),
where X, »(wy) arelinear susceptibilities,
Xi(@) = 'd““" =12 @
AL 2712 T

2.2. Vector Representation

Itisconvenient to rewrite Eq. (5) by using the vector
model proposedin [15, 16] and by introducing the nota-
tion

M= PatPw I = i(Pa—Pwr) rz3=P2—P1
The quantitiesr; (j = 1, 2, 3) can be treated as the com-
ponents of the vector

r=efr;t+telr,+esr;

(e1, » s @re unit vectors) in some vector space (vector r
is sometimes referred to as a pseudospin). The pseu-
dospin satisfies the equation of motion

or
FraR S 9)

where y is avector whose components are given by

Y1 = in, Y2 =0, vy3=(Qx-9).
These parameters have a clear physica meaning: y; is
the effective two-photon Rabi frequency and v; is the
instantaneous detuning away the two-photon reso-
nance.
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Fig. 2. Evolution of vector r during Stark-chirped rapid adiabatic passage: (a) the case where the two-photon frequency of the trig-
gering pulse is less than the resonance frequency and where vector r precesses over the cone surface about vector y; (b) the case
where, as the sweeping of the frequency of the passage through the resonance due to the Stark shift occurs, the angle 8 between the
vector y and the negative direction of the ez axisincreases, while vector r continues precessing about the vector y; and (c) the case
where the doubled frequency of the triggering pulse is greater than the resonance transition frequency and where, upon the comple-
tion of motion, vector vy is oriented in a direction close to the positive direction of the e; axis.

The equations of motion for the components of vec-
tor r have the form

O = yars L2 = Ly byr
at—yazv at_y31 Yils,

s _ _yr
at Yl

(10)

In this approximation, the solution to Egs. (10) with
the allowance for the first nonadiabatic correction has
the form (see, for example, [15])

_ 1o,

r,=%—, r, = , 11
3 y 2 Y3at ()

y =M = JV+va

In expressions (11) and in those that follow, the upper
(lower) signs are chosen for the case of y;(z=0,t —
—00) <0[y5(z=0,t —= —0) > 0.

We note that, upon the inclusion of the nonadiabatic
correction, the coherence

_ri=ir,
P21 = 5

becomes complex-valued. Aswill be shown below, this
must be taken into account in considering the propaga:
tion of apulsein amedium.

It is convenient to introduce the parameter 0 =
arctan(y,/y;) , which isthe angle between vector y and
the negative direction of the e; axis aligned with unit
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vector e; (see Fig. 2). In this notation, we have r; =
+sinBand ry = FcosO.

The adiabaticity condition implies that the angular
velocity 06/0t of vector y is much less than the fre-
guency y of precession of vector r; that is,

‘%—?‘ = [6l <y = JVi+va

By using expression (12), it can easily be shown that
ro= —Gly. This meansthat the angle betweenr and y is
much smaller than the angle between y and e; (see
Fig. 2); thatis, |r,| < |r4|.

Adiabaticity condition (12) can be represented in
the form

(12)

Y1Ys—VYaY1
3/2
(Yi+Y3)

<1 (13)

This condition issimilar to that obtained in [5] in terms
of adiabatic states.

Let us show that solution (11), together with condi-
tion (13), describes the SCRAP phenomenon well. We
consider the case where the two-photon Rabi frequency
vi(t) and the Stark shift S(t) of the frequency of thetran-
sition induced by the second pulse have Gaussian
shape; that is,

y y )
1 10

(14)
) = soexp[—%},

S
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where T, and T, are the durations of, respectively, the
triggering and the Stark pulse and &t is the time delay
between them. In the ensuing anaysis, we disregard,
for the sake of simplicity, the shift due to the triggering
pulse. In order to achieve SCRAP, it is necessary to
meet certain requirements. Fulfillment of the adiabatic-
ity condition (13) can be ensured if theinitial detuning
Q,;, the maximum Rabi frequency vy,, and the delay
time ot satisfy a specific relation. For passage through a
two-photon resonance to occur, it is necessary, first of
al, that the maximum Stark shift S, exceed the initial

detuning Q,; (|Sy| > |Q2|) and that the two quantities

in question have the same sign. It is obvious that, under
these conditions, the resonance is swept twice, at the
instants of time

S
ti, = Ot F T, [In—.
1,2 6 + S nQ21

In this case, the triggering pulse must be rather strong
in order to ensure an adiabatic transition during thefirst
passage through the resonance, but it must be at the
same time rather weak in order to prevent an adiabatic
transition during the second passage. Under the
assumption that the triggering pul se attains a maximum
at the instant of timet; = 0, these requirements lead to
the conditions [14]

2 2
leTs

2
< exp86§ :
T

1

1<

(15

Relation (15) yields an upper and a lower limit on the
detuning Q,; and the maximum value y;, of the Rabi
frequency. From the formula for r; in (11), it follows
that, for the population transfer to be maximal at the
end of the triggering pulse, fulfillment of the condition
Vi << |ys| must be ensured, which ismost easily achieved
at the instant t = ot, when the Stark shift Sis maximal.
This condition can be recast in the form

O 5t
Yio&XpE—U < Qx-S (16)
0 T2

At aspecific instant of time when the population differ-
ence vanishes, r; = 0, the two-photon coherence attains

the maximum value of |p,| = 1/2. These conditions
can be satisfied in arather wide region.

For numerical illustrations, we have chosen the dia-
gram that represents transitions in the Kr atom and
which was used in experiments aimed at generating
vacuum-ultraviolet radiation under the conditions of
electromagnetically induced transparency [22]: there, a
triggering pulse of a wavelength of A; = 212.55 nm
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Fig. 3. Time dependences of (solid curve) the two-photon
coherence \921\ and (dashed curve) the population differ-
ence rz = p, — Py for the pulse sequence shown in the inset
(the triggering pulse precedes the Stark pulse). The follow-
ing parameter values were used here: ot/T; = 1.7 for the
delay between the pulses; T4T; = 1.6 for the duration of the
Stark pulse; ST, = 50 for the maximum Stark shift;
Y10T1 = 15 for the amplitude of the two-photon Rabi fre-
quency; and Q51T =-16 for theinitial detuning.

undergoes two-photon interaction with the 4pflS-
4p°5p transition. Since relaxation times characteristic
of the transitions being considered are about afew tens
of nanoseconds, the duration of the laser pulses used
must not exceed afew nanoseconds.

The population difference r; and the modulus of the
atomic coherence, |py| =|(r,—ir,)/2|, versustimeare
shown in Fig. 3, whence it can be seen that the popula-
tion inversion and the maximum coherence in the two-
photon transition are realized under the above condi-
tions.

In terms of the vector model, the SCRAP process
can be visualized as follows. Suppose that, at the initial
instant of time (t —»= —o0), all atoms are in the ground
state 1 (r; = —1) and that the double frequency of the
triggering pulse is tuned rather far away from the reso-
nance and is, for definiteness, less than the resonance
frequency of the 1-2 transition. This means that the
vector vy is directed nearly along the negative direction
of thee; axisand isvirtually parallel to vector r (thatis,
0 = 0). In this case, vector r moves over the surface of
a cone (precesses about vector y) having a small apex
angle proportional tor, (see Fig. 2). Asa Stark pulseis
applied, the sweeping of the frequency toward the res-
onance begins, which is accompanied by the growth of
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Fig. 4. Time dependences of (solid curve) the two-photon
coherence |p,| and (dashed curve) the population differ-
encers = p,—pP, for the case where the Stark pul se precedes
the triggering pulse, asis shown in the inset. The following
parameter values were used here: ot/T; = -1.6, TJT; = 1,
S)Tl = 50, leTl = 15, and QZl =0.

angle 6. If angle B varies more slowly than the preces-
sion frequency y [condition (13) is satisfied], vector r
will follow the vector y as the angle O varies, its pre-
cession persisting. The amplitude of the Stark pulse
must be such that, upon passage through the reso-
nance, the frequency of the triggering pulse appearsto
be considerably higher than the resonance transition
frequency (see Fig. 2). At the end of the pulse, vector
r will form asmall angle with the positive direction of
the e; axis. Thus, theinversion of the level populations
is realized owing to sweeping through the resonance.
The inclusion of r, does not change the pattern quali-
tatively, but one can show that, in this case, the preces-

sion of vector r occurs about vector y + 0, where

¥=(0,0,-y,) and 8 = (0, -8, 0) are the vectors writ-
ten in the doubly rotating coordinate frame (see, for
example, [15]).

By using this technique, one can prepare atomsin a
coherent superposition of states 1 and 2 that is charac-
terized by a maximum coherence [18]. This effect,
known as the half-SCRAP effect [18], can also be
described in terms of the vector model. In contrast to
SCRAP it arises under different conditions. From the
formulafor ryin (11), it followsthat r, — F1 if y; >
|Q,— 9 (near theinstant of time at which the trigger-

ing field takes a maximum value). At the initial instant
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of time, we haver, =-1; therefore, it isobviousthat the
inequality y; < |Qx—9§ must hold at this instant.
These conditions are satisfied most readily at Q,, = 0.
Moreover, they must be consistent with adiabaticity
condition (13). Analysis shows that these conditions
may be satisfied for the sequence of pulses showninthe
inset to Fig. 4, in which casethe Stark pulseis switched
on earlier than the triggering pulse. The case of the
opposite sequence of pulses—that is, the case in which
thetriggering pulseis switched on earlier than the Stark
pulse [18]—is not considered in the present approxi-
mation.

Figure 4 shows the time dependences of r; and
|P2a| =|(ry—ir,)/2| for the chosen sequence of pulses.

It can be seen that, in contrast to what occursin the case
of SCRAP, there arises here a plateau of maximum
coherence. Asthe Stark and the triggering field change,
vector r initially oriented nearly aong the negative
direction of the e; axis then rotates through angle 172,
becoming aligned with the g, axis.

3. PROPAGATION OF TRIGGERING PULSE
AND SPACE DYNAMICS
OF THE POPULATION INVERSION
AND OF THE COHERENCE

Let us now consider the propagation of atriggering
pulse under the SCRAP conditions. We express the
complex-valued polarization P;(w,), which is defined
by formula (7), in terms of quantitiesr; , ; as

Pi(w,) = 1-{ [X1(1—=r3) = X1 +Trg)] NAexp(id,)}
2 (17)

—hq(ri—iry))NAexp(i¢,) = (U +iV)exp(id,),

where N is the density of atoms. It should be empha-
sized that the imaginary part V of the polarization owes
its existence to the nonadiabatic correction r, and leads,
despiteits smallness, to achangein the shape of apulse
asit propagates in a medium.

Substituting expression (17) into Eq. (2), we obtain
equations for the real-valued amplitude and phase;
that is,

0A;  10A; _

—a-z—+ cat - +211K, V, (18)

00, 109, _ _ U

Bz Toat - Ak (19
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where

U = 3 xi(@) B -TH-xH + Lna,

A’ NAS
y L
1G°NA, 9 A;

Y3 Oty’

(20)

V =

Here, the upper (lower) signs correspond to a negative
(positive) initial detuning away the two-photon reso-
nance, Q,; = 20; — Wy, <0).

If we discard the nonadiabatic correction (V =0 cor-
responds to the ideal adiabatic limit), the right-hand
side of Eq. (18) vanishes, in which case one can seethat
the pulse propagates in a medium without any distor-
tion of its shape. As to the phase of the pulse, it will
change anyway according to Eq. (19)—that is, sweep-
ing of the instantaneous frequency occurs as the pulse
propagates. Upon inclusion of the nonadiabatic correc-
tion, the two-photon coherence becomes complex-val-
ued, with the result that the medium-induced macro-
scopic polarization develops an imaginary part propor-
tional to the derivative a(Af Iy)/ot. Its sign may be
either positive (static detuning is negative, Q,, < 0) or
negative; that is, the generated field can either enhance
or suppress a pulse propagating in a medium. Below,
we will show that thisis determined by the sign of the
derivative of the instantaneous detuning away from the

two-photon resonance with alowance for the Stark
shift.

Evaluating the derivative 6(Af ly)/lot and substitut-

ing the expression for V into Eq. (18), we find that the
real-valued amplitude obeys the equation

oA, , 108,
0z c ot
2nwAg°NE  29A dA 1)
— oty IN[] 5804 UMMM
=+ A e oan Sl

cy
where
A = 2w, — 0, — QP

is the instantaneous detuning away from the two-pho-
ton resonance with alowance for the shift induced by
the external Stark pulse.
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It is convenient to pass from the equation for the
phase to the equation for the instantaneous frequency
W =w+ 0¢/at; that is,

0w, 100,

dz c ot (22)
_ _2nwAq’Ng 300 20AOA
= +——c—:;§——— D—Algf + ZAAlﬁm-A—l

Equations (21) and (22) describe the propagation of
a light pulse under the SCRAP conditions as long as
adiabaticity condition (13) is satisfied. One can see that
the right-hand sides of these equations differ only by
the factor A/A;. This indicates that the changes in the
frequency and in the pulse shape occur simultaneously
and that there isarel ation between them. Thefirst terms
on the right-hand sides of the equations in question are
due to the high-frequency Kerr effect, which leads both
to a change in the shape of a pulse asit propagatesin a
medium and to phase self-modulation during the prop-
agation process. The second terms lead to a change in
the velocity of pulse propagation.

We note that, if there occurs a passage through the
resonance (A = 0) in scanning the frequency, the sign of
the derivative does not change, as in the SCRAP casg,
since A is either an increasing (for a negative initia
detuning, Q,; < 0) or adecreasing (Q,, > 0) function of
time. The field generated by the imaginary part of the
polarization isthen in antiphase with the incident pulse,
suppressing it. The situation is different if the scanned
frequency does not reach the resonance. The derivative
will be positive within one part of the pulse and nega-
tive within the remaining part, so that one part of the
pulse will be suppressed, while the remaining part will
be enhanced.

Going over to the coordinates & =zand T =t —z/c
and taking into account Eg. (21), one can recast
Eqg. (22) intheform

0w, _ A1, &) 0A

% A OE =
Integrating Eq. (23), we obtain

AT, E) _ AT, 0) 2

A, 0 A1, E)

Thisis a general relation that is valid in the adiabatic
approximation. It reflects the interplay of the changein
the instantaneous frequency of a pulse and the change
in its envelope during the propagation of the pulsein a
medium under the conditions of a two-photon reso-
nance. Relation (24) also shows that the effects of the
change in the pulse shape and of self-modulation are
related to each other and cannot be considered sepa-
rately.
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Fig. 5. Spacetime evolution of a pulse under the SCRAP conditions:. (a) envelope of the pulse as a function of time at Z = (solid
curve) 0 and (dashed curve) 10; (b) instantaneous frequency ¢ of thetriggering pulse asafunction of timeat Z = 10 (itisnormalized
to ag = 81k Nx1(w,)). The parameters of the pulse were set to the valuesidentical to those used for Fig. 3.
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Fig. 6. Spacetime evolution of (a) the population differencer3 = p, —p; and (b) the two-photon coherence |p,,| under the SCRAP
conditions. The pulse parameters were set to the valuesidentical to those used for Fig. 3.

Let usrewrite Eq. (21) as

0A1+ia_A1 _ 2Tr(olhq N 30A

Pz vyt T oy At (25)
where
O  4nw#ig*N
1.15,2000 AAT (26)
74 cO y 0

The results obtained by numerically solving
Eq. (25) areillustrated in Fig. 5, where the time dynam-
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ics of the normalized intensity of the triggering pulseis
shown at the input and output of the medium. At the
input, the triggering and the Stark pulse have a Gauss-
ian shape, their parameters and the time of delay
between them being chosen in such away as to ensure
fulfillment of conditions (15) and (16), which are nec-
essary for implementing SCRAP and a compl ete popu-
lation transfer. One can see that the amplitude of aprop-
agating pulse decreases smoothly, while its shape
changes slowly. We can identify two effects that are
responsible for the change in the pulse shape: (i) that
which is due to a diabatic character of interaction [for-
mula (26)] and (ii) that which is due to phase self-mod-
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Fig. 7. Spacetime evolution of (a) the population difference r; = p, — p1 and (b) the two-photon coherence \pzﬂ under the half-
SCRAP conditions. The pulse parameters were set to the values identical to those used for Fig. 4.
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Fig. 8. Time evolution of the triggering pul se and the two-photon coherence \pzﬂ in the case where the sweeping of the frequency
does not lead to passage through the resonance: (a) envelope of the pulse at Z = (solid curve) 0 and (dashed curve) 70; (b) two-
photon coherence |p,,| (the notation for the curvesisidentical to that in Fig. 8a). Theinsets display (1) the timing of the triggering
and the Stark pulse and (2) the instantaneous detuning y; away the two-photon resonance. The following parameter values were
used here: 6t = 0, Qy1T1 =60, TJT, = 1.6, ST, = 50, and y;oT; = 15.

ulation because of the high-frequency Kerr effect. The
instantaneous frequency of the pulse varieswithtime as

is shown in Fig. 5b. In order to calculate ¢ , we used
Eq. (24).

Figures 6 and 7 show the spacetime evolution of the
population difference and of the two-photon coherence
under the SCRAP and half-SCRAP conditions, respec-
tively. We can see that the population inversion and the
maximum coherence induced in the two-photon transi-
tion persist over along length of the medium.
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We would like to emphasize that, in order to achieve
a high two-photon coherence (close to a maximum
value), it isnot necessary to passthrough the resonance.
As can be seen from the formula for r, in (11), fulfill-

ment of condition |y,| > |y, along with adiabaticity
condition (13), is sufficient for this. This condition
means that the two-photon Rabi frequency must exceed
the detuning away the resonance at the instant of time
when the difference of the populationsis close to zero,
P, — p1 = 3 = 0. Figure 8a shows how the envelope of
the triggering pulse that propagates in a medium varies
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in this case. A moderate increasein the pulse amplitude
is associated with the redistribution of energy in the
pul se due to the nonadiabatic correction, which leadsto
the weakening of the forward front of the pulse and to
the strengthening of the backward front [see discussion
after formula (22)], the total pulse energy (the area
under the intensity curve) remaining virtualy
unchanged. Figure 8b shows that, under the quasireso-
nance conditions, a two-photon coherence close to a
maximum value is induced over a long length of the
medium. This can be used to implement an efficient
generation of the third harmonic in the short-wave-
length region of the spectrum.

4. CONCLUSIONS

On the basis of the vector model for a two-photon
resonance, the SCRAP phenomenon, which can lead to
a complete population transfer and a maximum coher-
encein theresonance transition, has been considered in
the two-level approximation. This approach has
enabled us to derive analytic expressions for popula-
tions and two-photon coherence with allowance for a
diabatic character of the interaction, to analyze them
over abroad region of parameter values, and to specify
the adiabaticity conditions, aswell asto develop asim-
ple geometric interpretation of the effect. On this basis,
we haveinvestigated special features of the propagation
of short laser pulses under various conditions. We have
also proposed a new possibility for achieving a high
coherence (close to a maximum value).

It has been shown that, because of adiabatic charac-
ter of the interaction, the off-diagonal density-matrix
element describing the two-photon coherence is com-
plex-valued. Itsimaginary part induces a second-order
nonlinear Kerr polarization, which is responsible for
the change in energy transfer between the propagating
pulse and the medium, while the real part of the Kerr
polarization leads to phase self-modulation. As the
pulse propagates, these factors lead to a decrease in its
amplitude and to achangein its shape (over small prop-
agation lengths, the pulse shape remains virtualy
unchanged). In addition, the carrier frequency of the
pulse changes with time, the region of linear sweeping
existing over alarge part of the pulse duration. We note
that the change in the pulse frequency is related to the
change in the pulse shape since they are both due to
self-interaction via the high-frequency Kerr effect in a
time-dependent laser field. It seems that the duration
of such a pulse can be reduced by transmitting it
through a dispersive delay line by using the compres-
sion effect [23].

We have also investigated the spacetime evolution
of the population difference and of the two-photon
coherence during pulse propagation. We have shown
that the population inversion and the maximum coher-
ence persist over along medium length under specific
conditions at the boundary. This method makes it pos-
sible to obtain a nearly complete inversion between the
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ground state and a high-lying excited level or to force a
medium into a coherent state by using visible-range
lasers that produce pulses of duration shorter than the
relaxation time of the excited state. In view of this, the
proposed method can find various applicationsin creat-
ing new sources of pulsed coherent radiation. By way
of example, we indicate that, on the basis of the anti-
Stokes Raman scattering, a medium inverted in this
way can be used to generate, in the short-wavelength
region of the spectrum, including the vacuum-ultravio-
let region, short pulses tunable with respect to the
wavelength. In al probability, cooperative anti-Stokes
scattering can also be investigated by using this
scheme. We would also like to note the possibility of
generating the third harmonic in the short-wavelength
region of the spectrum under the conditions of maxi-
mum coherence.
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Abstract—The propagation of a two-component laser pulse in an optically uniaxial medium is investigated
under the conditions of the Zakharov—Benney resonance (viz., resonance of long and short waves). The short-
wave ordinary component of the pulse, which isin resonance with the atomic subsystem, effectively generates
avideo pulse of the extraordinary wave (long-wave component). The latter dynamically detunes the ordinary
pulse from the resonance and causes its phase modul ation due to nonzero diagonal matrix elements of thedipole
moment. An approximate operator approach is proposed for solving constitutive equations for the density
matrix, which is equivalent to the asymptotic WK B method and makesit possible to reduce the analysisto solv-
ing a system of nonlinear wave eguations for both components of the pulse. The possibility an extraordinary
wave video pulse being generated with the help of a quasimonochromatic ordinary pulse with alonger wave-
length. It is shown that, when the ordinary component dominates, the self-induced transparency mode is real-
ized; in the opposite limit, the effect known as extraordinary transparency takes place. Solitary pulses corre-
sponding to the latter case experience adecreasein the velocity of propagation, whichissimilar to that observed
for self-induced transparency and practically do not change the population of quantum levels. Physical situa
tions reducing theinitial system of constituent and wave equations to familiar integrable models are analyzed.

© 2003 MAIK “ Nauka/lnterperiodica” .

1. INTRODUCTION

The phenomenon of self-induced transparency
(SIT) discoveredin[1, 2] has been studied comprehen-
sively both from the physical and the mathematical
viewpoints [3, 4]. Quantum states in anisotropic media
without a symmetry relative to spatial inversion do not
possess adefinite parity. Asaresult, the diagonal matrix
elements of the dipole moment in such states differ
from zero. Consequently, anisotropic molecules may
have a permanent dipol e moment when these molecules
are in their energy eigenstates. The same applies to
electronic states of anisotropic media such as crystals
and quantum wells in semiconductors [5, 6]. The latter
case should be treated separately since modern technol-
ogies makeit possibleto grow semiconductors contain-
ing quantum wells with preset properties [6, 7]. The
SIT effect was studied in [5-9] for media possessing a
permanent dipole moment in the framework of the sca-
lar model, in which one eectric field component for a
pulse differs from zero. The approach proposed in [5, 6]
does not require the application of the approximation of
slowly varying amplitudes and phases (SVAP) in the
constitutive and wave equations. In this case, stringent
constraints are imposed on dipole moments and transi-
tion frequencies, which make it possible to reduce the
systems of constitutive and wave equations to integra-
ble models.

In an optically uniaxial medium, alight pulse bifur-
cates into ordinary and extraordinary components that

can interact with quantum transitions. The presence of
a permanent dipole moment at the nonlinear stage of
such an interaction may play adecisiverole. This study
is devoted to analysis of the nonlinear stage of the res-
onance interaction of two-component pulses with opti-
cally uniaxial media.

The article is constructed as follows. In Section 2,
the initial model is formulated and a system of equa-
tions of the Maxwell-Bloch type is derived for a pulse
propagating at right angles to the optical axis. In this
case, the ordinary component has a clearly manifested
resonance frequency, while the extraordinary compo-
nent isavideo pulse. The next section is devoted to the
derivation of a system of coupled nonlinear wave equa-
tions for the two components of the pulse on the basis
of an approximate solution to the constitutive equations
with the help of the operator version of the WKB
asymptotic method, which is equivalent (see below) to
disregarding the “dark” component of the dipole
moment. In Section 4, analytic and numerical solutions
to the system of wave equationsin the form of solitary
traveling formations including the ordinary envelope
pulse and the extraordinary video pulse are considered
and analyzed. It is shown that different quantitative
relations between the amplitudes of the components
correspond to different physical mechanisms of optical
transparency of a resonant medium. Section 5 is
devoted to analysis of situations leading to integrable

1063-7761/03/9704-0722%$24.00 © 2003 MAIK “Nauka/Interperiodica’



RESONANT TRANSPARENCY EFFECTS IN AN ANISOTROPIC MEDIUM

models. The results of the study are summarized in
Conclusions.

2. FORMULATION OF THE MODEL
AND THE SYSTEM
OF MAXWELL-BLOCH EQUATIONS
FOR AN OPTICALLY UNIAXIAL MEDIUM

Let us suppose that a laser pulse propagates in a
uniaxial medium along the x axis perpendicular to the
optical zaxis. Ordinary E, and extraordinary E, compo-
nents of the electric field E of the pulse are parallel to
they and z axes, respectively.

We assume that anisotropy is natural and is created
by the internal electric field. In the electric field, the
degeneracy of electron energy levelsin the modulus of
projection M of the tota angular momentum is
removed [8]. As a result, the 1t (AM = 0) and doubly
degenerate o transitions (AM = £1), which are allowed
in accordance with the éectric-dipole selection rules,
take place in the electron subsystem.

In the absence of a pulse, the wave function of an
optical electron in an axialy symmetric field can be
represented in the form

Wum = Ru(r, 2 exp(iM9), (D

wherer, ¢, and z are the components of the cylindrical
system of coordinates and [ isthe set of quantum num-
bers corresponding to the cylindrical symmetry.

Using relation (1), we can find expressions for the

Cartesan components of vector d,, of the dipole
moment of transition L ~— v:
d, d
d, = i==AM,,, o), = =AM,
w =13 f le wl
doy = Dy (1-|AM,,)),
where
AM,, = M,—M, = 0,1,

d, = _ﬁneIrzdrIRu(r, 2)R/(r, 2dz,
0 —00

00 00

Dy = —2me(rdr [ zR,(r, 2 R,(r, 2)dz.
frof

Accordingly, taking into account the fact that the longi-
tudinal component E, for the normal propagation rela-
tive to the optical axis is equal to zero, we obtain the
following expression for the matrix elements of Hamil-
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,_ M=+1 M=-1

M=0

Fig. 1. Diagram of resonant quantum transitions in the case
when the upper level is degenerate in the modulus of angu-
lar momentum component M.

tonian V of the electric-dipole interaction:

= —d,, [E = -D,,(1-|AM,,,|)Ee
2
[ —+|AM,,|E,.
The evolution of the state of an optical electron under
the action of alaser pulseis described by the equations

for the elements of density matrix p,
0Py _
__u_ = an

i
- % Z (Vu)\p)\v - pu)\v)\v)i
A

__Dppv
©)

where 1 isthe Planck constant and w,, isthe frequency
of thetransition g ~— v.
It follows from formula (2) that only diagonal ele-

ments of V containing the extraordinary electric field
component of the pulse differ from zero: V,,, =-D,, E.
Thus, the extraordinary component induces quantum Tt
transitions and is responsible, due to the permanent
dipole moment, for the dynamic frequency shift both
for 1t and for o transitions. The ordinary component
excites only o transitions.

In the subsequent analysis, we confine ourselves to
atwo-level system forming a ¢ transition of frequency
Wy, With adoubly degenerate upper level (Fig. 1). Inthis
case, system (3), taking into account relation (2) under
the assumption that the duration 1, of apulseis smaller
than all relaxation times, assumes the form

0Py _ . Di;—Dy_ng
2t B*)O+TEgp21
q q (4)
+ i —2=Ey (P11 — Paz) — 1 —=E P03,
o (P1—P2) o P23
6le T B") * DSSEDpsl
%)
. dsl . d
+i—E, EoPs2s
o (P11 —Pzx) — ﬁﬁ Pz
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0Pz, _ .Dyp—Dg
at T 7 EePz o
E
+i—=(d —d 7
ﬁﬁ( 31P12 — 021 P31)
0
%ﬂ = fﬁ[ 21(P21 = P12) + dar(Pa —P13)],  (7)
0 d dxE,
—(%2_2 = 2 ——— (P21 —P12),
[ 8
ot /\/— 317 M13/-

It follows hence that the ordinary component in this
case induces a quantum transition, while the role of the
extraordinary component is reduced to dynamic modu-
lation of the frequency of this transition and, in accor-
dance with formula (6), to dynamic remova of the
degeneracy of the upper level for D,, # Das.

The ordinary and extraordinary polarization compo-
nents P, and P, created by the given medium are
defined by the expressions
)

d d
P, = N[_Zl(pﬂ +py) + _31(931 + pgl)i|v

2 J2
Pe = N(Dy1p11 + D2pP2s + D3sPas),

where N is the atomic concentration.
We supplement relations (4)—(10) with the Maxwell

equations for the electric field components of the pulse:
OZEOYE_E@ _4mn 9’
n & o ot
Here, c isthe velocity of light in vacuum; n,(n,) is the
ordinary (extraordinary) refractiveindex, created by the
matrix of nonresonant dipole moments; and Pf,o) and

(10)

—(P,.—PT).  (12)

P are the values of the polarization components in

Epss Pz Ra 0

SAZONOV

zero external field, such that (see formulas (9) and (10))
P =0, and

PO = N(Dy W, + DypyW, + DggW,), (12)

where W, (j =1, 2, 3) are theinitial occupancies of the
corresponding quantum levels.

It follows from formulas (10)—(12) that the extraor-
dinary components of the polarizationsand thefield are
determined by the dynamics of the occupancies of
quantum levels (diagonal elements of p). Conse-
guently, in contrast to the ordinary component, the
extraordinary component has no carrier frequency.

Taking into account the last remark, we will usein
formulas (4)—(9) and (11) (inthe equationsfor (E,)) the
SVAP approximation with the help of the representa-
tions

Pa = kx+¢)],
Pz = Rgexp[—i(wt—kx+¢)],
E, = 2€,cos(wt —kx + ¢),

where wand k = wn,/c are the carrier frequency and the
wave number of the ordinary component, while ampli-
tudesR,;, Ry;, €., and phase ¢ are slowly varying func-
tionsin the standard sense [9].

Substituting expressions (13) into formulas (4)—(8)
and disregarding the terms oscillating at frequency 2w,
we obtain a system of equations coinciding in form
with Egs. (4)—(8) correct to the substitutions

E,—~%€,,

499
ot’

R,, exp[—i (wt —
(13)

Par —= Ra,  Par — Ray,
w, — A+ ‘E = Wy—w+
this system can be written in the form

GR A

i i[Q,R]. (14

Here, Hermitian matrices R and Q have the form

0

R = 0Op* R, O,
i piz piz 215
UR3 Rs p U

4 g
1 9]

E 5%5 Tl Qq 0 Qz E (15)
- 0 0
Q=g 0 %3 + ¢D ot Q2 Qz o

0 0

10, .90,
- Qy Qn S0+ 50+ Qu
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D,,E

Quu = u;; 5, u=123,
d, ¢

Qm:ﬁ’, H=23.

Substituting expressions (13) into formulas (9) and
(11) and neglecting the second derivatives of the slowly
varying amplitude and phase as well as the products of
their first derivatives, we obtain

€, Mo ¢, an

d,(R;—cc), (16)
6 C ot ﬁc 0“22
3
oa TINW
oEgt ca_(![)% = — z dsRat+cc (17)

N2en, £,

Let us suppose that the concentration of resonant o
transitions is so small that the following inequality
holds:

In this case, EqQ. (11) for E, can be reduced in the order
of the derivative with the help of the approximation of
unidirectional propagation [10-12]. Disregarding the
right-hand side of Eq. (11) in the zeroth approximation
(in view of the smallness of N), we retain only the wave
propagating to the right (to the bulk of the medium) in
the solution to the obtained homogeneous equation:
E. = E4(t — nx/c). Then we take into account the right-
hand side, deforming the given solution by introducing
the dependence of E, on the “slow” coordinate { = Ax
aso: E, = Ey(Te, (), Where 1, = t — nx/c is the “local”
time. Neglecting the terms on the order of A2, we then
obtain

9.0 o_ Mo 0
ot 0dt., 0x cdt, 0C
0% n2 o 2An,

Using these expressions as well as formulas (10)—(12),
integrating with respect to T, and returning to theinitial
independent variables x and t, we abtain
aEe + []_eg_E_s_s =
ax ¢ ot

21N 0
neC ot 2 Dy (P = Wh)-

(18)

It should be emphasized that, in contrast to Eq. (16),
the quantity E, in this equation is not the envelope, but
the total extraordinary component of the field of the
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pulse (it was noted above that E, has no carrier fre-
quency).

Equations (14)—(18) form a self-consistent nonlin-
ear system describing the propagation of a pulse whose
ordinary component resonantly interacts with ¢ transi-
tions in an opticaly uniaxiad medium, while the
extraordinary component causes modulation of theres-
onance freguency of the medium.

Following [6], we first assumethat dy; = d,; =d and
D43 = Dy, # Dy;. In this case, the difference between
transitions 1 ~—— 2 and 1 —— 3 disappears and we
actually arrive at a two-level system. Indeed, from
expressions (14) and (15), under the conditions speci-
fied above, we have
Ry = Ry, P, = const = —W.,.

P33z = P2y Pzx2—

Asaresult, Egs. (14)—(18) are transformed into aMax-
well-Bloch system for a medium with an optical sym-
metry:

ou_ .9, 450
ot %H ot Flav (19)
ov _ 09 0
5 = %3+E+QGU+QOW, (20)
ow
5= Qv (21)
0Q, n,0Q,
ax cot IV (22)
o 0%, Nedn _ _
°EBX cotd - 9% (23)
0Q, nO0Q, _ow
x Tcot - Par (24)
where
U= Ry + Ry, v = R3, — Ry
J2 ij2
2P, — P —W. 2d¢€ DE
W - 22 211 2, QO - ﬁ 01 Qe - h e’
_ 4nd°Nw B = 2nD?N
~ hen, T T hen,

and D = D;; — D, (it is exactly the quantity D that will
be referred to as the permanent dipole moment in the
subsequent analysis).
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System (19)—(24) generalizes the “scaar” model
considered in [5] to the case when the field has two
components (ordinary and extraordinary).

It should be emphasized once again that the ordinary
component Q, of the Rabi frequency is determined by
the envelope €, of the ordinary component of the field
of the pulse, while the extraordinary component Q is
determined by the component E, of thefield itself. Field
equations (22) and (24) can also be reduced from the
second tofirst derivatives for different reasons and with
the help of different approximations (SVAP and unidi-
rectional propagation, respectively). The meaning of
theformer approximation isthat alarge number of opti-
ca vibrations are accommodated under envelope €.,
whilethe meaning of thelatter approximationliesinthe
slow variation of the profile of E, in aconcomitant sys-
tem of coordinates due to the low concentration of res-
onance centers (for this reason, the approximation of
unidirectional propagation is sometimes referred to as
the approximation of a slowly varying profile [13]). In
this case, the extraordinary component, in contrast to
the ordinary component, generally has no carrier fre-
guency; i.e., thiscomponent isavideo pulse or, accord-
ing to the generally adopted terminology [14-17], an
extremely short pulse. As can be seen from Eq. (24) and
the expression for 3, component E, appears due to the
presence of apermanent dipole moment for the uniaxial
medium.

3. WAVE EQUATIONS
IN THE STRONG NONLINEARITY REGIME

In order to solve constituent equations (19)—(21) for
A =0, wewritethis system of equationsin matrix form,

or

5 = A, (25)

wherer = (w, u, v)" and

0o 0 -Q,0
A E ~E (26)
= —Q
DO P 0
0Q,Qe 0 O
Here,
Qe = Q, + 90

ot’

The system written in this form coincides with the
equationsfor the probability amplitudes of athree-level
system, in which transitions that occur under the action
of resonance fields form a A diagram [18]. Following
thisanalogy, we carry out the transformation of rotation
through angle y in the (w, u) plane around the v compo-
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nent of vector r: r =
(w, 0, v) and

) Ecosy siny OE

L = E—siny cosy 0L

o O 0 10

Then Eq. (25) assumes the form

0L 20 =

3t " ot -

>v

Choosing angle y so that tany = fze/Qo, we write the
last equation in the form of the system

%—Vtv=—Qv+Q o,
o o0 (27)
U_ 4= v _
ot W G T ow

where
Q = ,JQ2+ Q7

ot Up?

Dat

Anaogously to the theory of “dressed” quantum
statesin athree-level system[18, 19], wewill call v and

U = ucosy —wsiny = Q—u—%w
Q Q

(28)
“light” and “dark” components of the dipole moment
and Q and Q_ as light and dark Rabi frequencies.

Obviously, quantity Q_ characterizes the degree of
mismatching in the dynamics of the ordinary compo-

nent Q, and the effective extraordinary component Qe
of the field of the pulse. We assume that both compo-
nents follow each other aimost adiabatically so that the
condition [18, 19] Q_ < Q holds. Assuming now that
Q_=0insystem (27), we can easily obtain the solution
tothissystem for theinitial conditions u(—eo) = v(—o0) =

0 and w(—») = w,,, which, for the initial variables, has
the form
0.0 Q
u= —2wwe—2°sin9, v = w,—=2sing,
0 2 Q
(29)
47
w=w [1 26851 sirf 2 }
No. 4 2003
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where

t

0 = J'th'.

It can be seen from system (27) that, under the above
assumption (Q_= 0), we have du /ot = O; i.e., the dark
dipole moment remains practicaly unchanged,
although an external action takes place.

Substituting expressions (29) into the right-hand
sides of Egs. (22)—(24), we obtain

09, NdQ _  Q

ax c ot _bOEg”e’ (30)
00 . N0 _ Q.+0¢/ot . ,0
~t oot - —2b,————sin > (31)
0Q, N0Q. _ . dRqT .. 20
ax ¢ ot Eﬁ[DED SN é}' (32)

Here, b, = —-aw,, and b, = -2Bw,,.

Let us make the following important remark that
will be used in the subsequent analysis of a more com-
plex case. Solutions (29) obtained here using the “adia-
baticity” criterion Q_ < Q coincide exactly with analo-
gous solutions to a system of form (25), obtained
in [20] with the help of the WKB operator technique
[21, 22]. For this reason, we can speak of the formal
identity of these two approaches. The common pro-
perty of the solutions obtained using the WKB asym-
ptotic method is that the coefficients of periodic func-
tions vary with time much slower than these functions
[21, 22]. Under the adiabaticity condition, ratios of the

form Q¢/Q and, hence, the coefficients of the sinesin
expressions (29) are slowly varying functions of time.
This circumstance is one more argument in favor of the
above statement.

Let us now suppose that ds; # d,;. In this case, sys
tem (14), (15) can be solved approximately with the
help of the above-mentioned operator version of the
WKB method [20, 23]. We can write the solution to this
system of equations in the form

R®) = UR-=)U", (33)
where U isaunitary evolution operator.

Using formulas (15), we can easily establish that
matrix Q does not commute with itself at different

instants; i.e., [Q (t), Q (t)] #0fort#t". If, however, the
action of a pulse is quite short, the change in elements

of matrix Q over this time interval At is insignificant
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and we can speak of approximate commutativity of

Q(t) and Q(t"). In this case, the evolutions operator has
the form [20, 23]

t

- O _ . 0O
U= lim expD'IthD, (34
(o] I O
At -0 -
where ||...||is the norm of the operator.

In expression (34), we take into account the fact that
the amplitude of a pulseincreases upon adecreaseinits
duration; consequently, system of equations (14), (15)
assumestheform of linear equationswith large variable
coefficients. It is this circumstance that allows us to
speak of applicability of the WKB approach [21].

If al the eigenvalues

of the matrix are different, the exponential function in
expression (34) can be evaluated with the help of the
Sylvester formula[24]

~

L exp(in),

k

Kk

-2
A—A

exp(i0) = 3 [ (35)

Jok#]j

where T isaunit matrix and {A,} isthe set of eigenval-

ues 6. Since ||Q|| — oo, eigenvalues A\, aso tend to
infinity. The indeterminacies in front of the exponen-
tials can be determined using the L'Hospital rule,
assuming that, in the limit At —» oo,

t

0=QAt, A =pAt= J’ p.dt,

where {p,} is the eigenvalue spectrum of operator Q.
Then formulas (33)—(35) lead to the following approx-
imate expressions for the evolution operator in the limit
corresponding to the condition of applicability for the
WKB method [20]:

t ~ ~
~ D D Q_pkl
U =Y expl [pdd] | ——. (36)

A e
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The equation for the eigenvalues p of matrix Q hasthe
form

0
o tii
10
X[%lzz—éa(![) F%%)n 20t F%—le]

_le%zz_%% - F% = 0.

In the general case, thisis athird-order equation. How-
ever, if we preserve one of the above assumptions
(Ds3 = D,y), the roots of this equations can easily be
found:

10¢ Q0 +Q,xQ

Pr = Qp-3

2& ’ p2, 3 - 2 (37)

Hel’e,
0
Q = /\/gzll_QZZ ¢D +4(Q21+QBI)

= JQe+Q},

~ DE, a¢ 2ds0
Qo= —Z=+50 Q=5
and
4 = d§1+ dgl
5

It should be noted that the expression for Q, istrans-
formed into that considered above for d,; = dy; = d,

while the expression for Q. remains unchanged since
the assumption D43 = D, is preserved.

We assume that, prior to the action of a pulse (t =
—c0), only the ground state is populated; i.e., only the

element R(—w) differs from zero: py;(—) = 1. Then
formulas (33), (36), and (37) lead to

_ . R4t 20
P =1 o0 sin >
_ it 20
Pup = 4D§§D |n 2’ (38)
Q ¢ .
Rul = H“Slne‘l'z QZ 1Sn2'g, l"l = 2!3!

where 0 is defined asin relations (29).
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It can easily be seen that, for d3; = d,; = d, solu-
tions (38) after the appropriate introduction of vari-
ablesu, v, and w are transformed into the solutions (29)
obtained by the other method. Thus, the conclusion
concerning the equivalence of the two approaches is
confirmed again. The smallness of the dark Rabi fre-
guency Q_ as compared to the light frequency Q indi-
cates a slow variation of ratios of the type Q,,/Q and

Q./Q as compared to the variation of the quantities

Q1 Qe, and Q themselves. It is these ratios that form
the coefficients of the trigonometric functions in
expressions (38), and the slow rate of their variation is
in accordance with the genera properties of the solu-
tions obtained with the help of the WKB method.

Substituting expressions (38) into the right-hand
sidesof Egs. (16)—18), we obtain asystem of nonlinear
wave equations of the form (30)—32), where we now
have

TiNw(d3, + day)

b, = hcng

, be = .

Thus, analysis of the propagation of a pulse is
reduced to analysis of the system of nonlinear wave
equations (30)—32).

In the absence of a permanent dipole moment, we
have b, = 0. Then, in accordance with relations (32)
and (31), these equalities are preserved in the medium
itself if Q.= 0¢/0t = 0 at the entrance to the medium. In
this case, Q = Q, and Eq. (30) can be reduced to the
sine-Gordon equation

9’0 _ .
9T - —b,sing,

(39)

where T = t — nyx/c, which describes the well-known
SIT mode[3, 4] for the exact resonance of thefield with
the medium.

On the other hand, the presence of a permanent
dipole moment inevitably leads to the formation of an
extraordinary component that has no carrier frequency,
aswell asto the phase modulation of the ordinary com-
ponent of the pulse (see Egs. (32) and (31)), which
ensures the dynamic detuning of the latter component
from the resonance with the atomic subsystem. Thus,
the nonlinear interaction between the short-wave ordi-
nary and long-wave extraordinary components of an
optical pulse occurs through the medium. Obviously,
this interaction is most effective when n, = n, (see
Egs. (30)—(32)). This equality corresponds to the reso-
nance condition for long and short waves (the
Zakharov—Benney resonance [25, 26]). If the high-fre-
guency component of thewavefield is not in resonance
with the atomic system, the latter is excited insignifi-
cantly. The Zakharov—Benney resonance mode in this
case is described by the Zakharov system exhibiting a
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weak (power) nonlinearity [25]. The unidirectional ver-
sion of the Zakharov equations is the Yadjima—Oikawa
integrable system [17, 27, 28]. However, in our case,
the field generally interacts strongly with the medium
due to the resonance of the ordinary component with
the atomic subsystem. For this reason, the nonlinearity
of system (30)—(32) is of a clearly manifested (not a
power) nature.

4. SELF-INDUCED
AND EXTRAORDINARY TRANSPARENCIES

We will seek the solution to system (30)—(32) in the
form of solitary steady-state running waves, assuming
that quantities Q,, Q., and ¢ are functions of argument
t —x/V, where V is the velocity of propagation of these
waves. Taking into account the fact that Q,, Q., and
8 — Ofort —»= —o0, we obtain from Egs. (30)—<32)

= go——sme
2
¢-—m49+¢ﬂﬂsnE (40
g R g
where
_p B Neg
gO e bo,eB‘/ C |:|

and the prime on Q, and ¢ indicates the derivative with
respect to t — z/V. We first assume that the role of the

extraordinary component isrelatively small: Qf, > f)i

This approximation corresponds to the generation of a
video pulse of the extraordinary wave when the quasi-
monochromatic ordinary component is supplied to the
input of the medium (see Eq. (32)). In this case, we can
putin Egs. (40) Q =6'= Q,; after this, thefirst equation
assumes the form

6" = g,sin@
and has a solution of the type of a solitary wave,

t—x/V

p

Q, = Q,sech

(41)
where Q,,, = 2/1,. Inthis case, the relation between the

pulse duration and velocity V is expressed as

1 n
G = St (42)

Substituting this expression into two other equations,
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we obtain
Q.= ¢ = mseCth_X/V, (43)
TP
where
b
Qe = ~ : (44)

(Ne—Ne)/C+b,T5

It can be seen from formulas (38) that, in this approxi-
mation,

+ cosh

pu = 1- [E?Qerﬁ] (45)

2t — X/VTl
DQOm

Tp

Solution (41)—45) corresponds to the SIT mode.
Indeed, when asoliton-like pulse (41) propagatesin the
resonance atomic subsystem, almost complete inver-
sion takes place (since (2Qu/Qm)? < 1), followed by
the return to theinitial state. The extraordinary compo-
nent (42) generated due to the presence of a permanent
dipole moment detunes the atoms from resonance (see
formulas (4) and (5)) with the ordinary component,
affecting the latter component. In accordance with the
Le Chatelier—Brown principle, the pulse responds to
this action by phase modulation, asif tending to remain
in resonance with the medium. It can be seen from for-
mula(43) that the compensation in questioninthe given
approximation is complete: the dynamic reduction of
the frequency of the atomic transition is accompanied
by an equivalent synchronous reduction of the carrier
frequency of the ordinary component of the pulse.
Thus, the medium remains in resonance with the field
of the ordinary wave, which explains its nearly com-
plete inversion at the region of the pulse maximum.

Using the explicit expression for b,, we can write
the denominator of relation (44) in the form

(N —Ne) + (A/n ) (001,)°
- .

On the one hand, A < 1, while on the other hand,

(corp)2 > 1. For this reason, both termsin the numera-
tor may have comparable values. For mediawith nega-
tive birefringence (n, — n. > 0), the amplitude of the
extraordinary component of the pulse increases upon a
decrease in the pulse duration, and vice versa. In the
case of positive birefringence (n, — n, < 0), however,
two versionsare possible: for (A/n,)(wt,)? > n,—n,, the
situation is similar to that considered above, while for
(NIng)(wTy)? < ng — Ny, first, the extraordinary compo-
nent changes its polarity and, second, the value of the
amplitude of Q. decreases with 1,,. If both refractive
indices of the matrix are identical (n, = ny), which cor-
responds to the Zakharov—Benney resonance, we have
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= be/borf). In this case, the generation of the
extraordinary video pulse is the most effective. For
(A/ng)(wT,)? > N, — Ny, the denominator of relation (44)
acquires a singularity. However, in this case, the initia
assumption concerning the predominance of the ordi-
nary component isviolated. For this reason, in the case
of positive birefringence, the solution under investiga-
tion may have a physical meaning only far away from

this singularity. For |n, —nel/c < b, T, the ratio

D(D/d)
(wTp)°

Qo

and the initia condition Qi < Q2 holds well for the
guasimonochromatic ordinary component. If |[n,—n.J/c>

b,T5, the above-mentioned condition is satisfied even

better since, in accordance with expression (41), the
amplitude of the ordinary component always increases
upon a decrease in its duration, while the quantity Qg
tends to the limiting value cb/|n, — ng|.

L et us now consider the opposite case, Ezi > Qﬁ. In

thiscase, Q =6'= Q.. Multi plying thefirst equationin
system (40) by Q, under these conditions, we have

2 .
= a,goQisme.

(Qd) (46)

Summing the second equation with the third, we obtain

20

>Ysin“z 5

1 1 1
g = 9_.2(2909 _ge

Expression Qg from this relation and substituting the
obtained expression into formula (46), we get

[9. P9~ sjnze(';z)g}l

o (47)
= 29, go——Dsine.
E? sin?(8/2)”
Choosing the ansatz
o = Bsing, (48)

where B is the constant to be determined, we can write
expression (47) in theform

8" = 29g,sinb.

Differentiating Eq. (48) and comparing the result with
the last equation, we obtain B? = 8g,. Integration of
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Eq. (48) gives

Qe = Zsecht_Z/V.
T, 1

(49)
p

Here, the relation between V and T, can be expressed
via Eqg. (42) to within the substitution b, — 2b,.

Using the solution and the second equation in sys-
tem (40) in the approximation Q = Q., we obtain

3Q..

Q. = 3¢' = =5,

after this, from the last equation in system (40), we
obtain in the same approximation

(80.0.

Q =
° 9e

(it can be seen that the values of Q. and fle are nege-
tive). This gives

Q, = QomseCthZt X/V (50)
p

Q, = —Qemsecht_TX/ v, (51)
p

¢ = —opsech =Y, (52)

p

where Qq, = 3/21,, 01, = 1/21,
d [Bw Ny — Ny

Qo = 2= |[—H+=2 .

o D«/TpEll 2b,ct

Substituting Eq. (50) into (51) and (38), we abtain

, and

Q _
=1- (P00 szecht X/V.

Pu = 1=phg 0 7 3

p

The expression for the velocity for n, = n, can be writ-
ten in theform
1
V

= %"+2bon, [1+/\D 3w D} (54)

Lh, Q.M

In accordance with this expression and the approxima-
tion (Qu/Qem)? < 1 under which it was derived, the
occupancies of the quantum levels of the medium prac-
tically do not change upon the passage through the
medium of a bound state of pulses of the form (50),
(51). It can be seen from formula (28) that, in the limit
considered here, the dark component of the dipole
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moment is u' = —w. According to its meaning, U’ = const
in the WKB approximation and, hence, w = const,
which isin accordance with relation (53).

In accordance with formulas (19), (20), (51), and
(52), the amplitude of effective detuning of the ordinary
component from the resonance with the atomic sub-
system is given by

2Q
0"+ Qi =y = Tem

and is higher than the ordinary Rabi frequency Q, at
least by afactor of several units. Thus, the quasimono-
chromatic ordinary component of the pulse is effec-
tively detuned from the resonance with the medium by
the extraordinary component having no carrier fre-
guency. Consequently, in this case atransparency mode
different from the SIT isrealized. Proceeding from the
above analysis, we can refer to the physical phenomena
underlying the solutions (49)—<53) as extraordinary
transparency (ET). We emphasize in this way the key
role of the video pulse of the extraordinary wave in the
given effect. It should be noted that the total area A of a
pulse of the form (49)—(52) isequal to 2masin the case
of SIT. Indeed,

(=) 00

A= Ith=J'|f)e|dt = 21

(see Eg. (49)). On the other hand, the area correspond-
ing to a pulse of the ordinary wave is given by

[

A= J’Qodt < 2T

At the same time, the velocity of propagation of the
pulse decreases, in accordance with relation (54), and
becomes of the same order of magnitude asthe vel ocity
of SIT solitons. This suggests a certain analogy to the
effect of electromagnetically induced transparency [29,
30], in which a sharp increase in the blooming of the
medium at the center of the resonance absorptionlineis
accompanied by a considerable decrease in the group
velocity of the signal, which is much stronger than in
the case of SIT. This effect is realized in a system of
three-level atoms with a A diagram of alowed transi-
tion and is initiated by an intense resonant pumping on
the 2<—— 3 transition. In thiscase, all atomsremainin
the ground state. In our case, however, the trapping of
atoms in the ground state is attained with the help of a
video pulse of the extraordinary wave, which emerges
dueto the presence of apermanent dipole momentinan
anisotropic medium and propagating together with a
guasimonochromatic ordinary pulse with a retarded
velocity (54). On the one hand, A < 1, and on the other
hand, (wW/Qeyn)? ~ (wT,)? > 1; consequently, the value of
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the velocity strongly depends on the parameters of the
medium and of the pulse and may change over a wide
range.

The retardation mechanism in the case of ET can be
explained most easily on the basis of the spectral ana-
lysis.

In view of the guasimonochromaticity condition
Wi, >1 for the ordinary wave, we have | ¢'| ~ 1/Tp < W,
i.e., the spectral broadening associated with the phase
modulation is not very strong and the SVAP approxi-
mation remainsin force.

Integrating Eq. (52), we obtain

_ it =x/VQ
¢ = —arctanexp m—

p

Then, in accordance with Egs. (13) and (50), we can
write the expression for E, in the form

dEy _ Qom
Ao 2
+expE2 sm(oot—kx)}

sech— [expD2 E cos(wt — kx)
(55

wheret =t —x/V and k = nyw/c.
Applying the Fourier transformation to Eq. (55),

Go(V) = I%ei‘”dr,

averaging over X, and taking into account the quasimo-
nochromaticity condition wT, > 1, we obtain

ETTQOfﬂ il 5 (1+ € "sechn)sechn,  (56)

Gv)|* =

wheren = 1(v — W)T,,.

Analyzing expression (51), we obtain the following
relation for the Fourier transform of the extraordinary
component:

(<)

= J’Qeexp(iVT)dT

2

1G(v)|?

(57)
_ 9’ 2TIVT,
TN

Dependence (56) is represented in Fig. 2, which can be
interpreted as follows. At the developed stage of ET,
high-frequency photons of the ordinary wave transfer a
part of their energy (according to the Zakharov—Benney
mechanism) to the low-frequency extraordinary com-
ponent, experiencing as a result a red shift; it can be
seen from Fig. 2 that the spectrum of the ordinary com-
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Fig. 2. Spectral energy distribution for the ordinary compo-
nent of a pulse for extraordinary transparency; |Go|2 =

(M2 Fo %

ponent is centered at afrequency of v,,, < w, correspond-
ington =n,,<0.Analysis of formula (56) shows that
Nm =-0.38. It follows hence that v, = w —0.12/1,,. In
addition, the spectral width dw:r of the ET pulse (50)
is larger than the spectral width dwyt of the SIT soli-
ton (41): dwer = 0.74/1,, while dwgr = 0.57/1,,. Here,
the spectral widths are determined by the values of fre-
quencies at half the maximal values of |G,(v) ]

Assuming that Q,, Q ~ exp(iduxt —idkx) in Eq. (30)
and linearizing this equation (sinB = 8 = -Q/dw), we
arrive at the dispersion relation

noéoo_£
c oW

k =

Using this relation, we obtain the following expression
for the group vel ocity:

Taking 0w~ dwy asthe spectral linewidth, we arrive at
expression (54). Thus, a modification of the dispersion
relation for the extraordinary wave in the vicinity of
resonance leads to a decrease in the velocity of pulse
propagation. It should be noted that, on the contrary, the
generation of a video pulse of the extraordinary wave
due to the Zakharov—Benney resonance away from the
atomic—field resonance increases the velocity of the
pulse propagation [17].

In [6], solitons which practically do not change the
population of the quantum states are considered. How-
ever, in contrast to our case, the scalar (one-component)
model is investigated in this publication. In [20], soli-
tary acoustic pulses in a dilute paramagnet are ana-
lyzed, which do not change the population of quantum
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states either, but experience a decrease in velocity. The
role of the longitudinal component of an acoustic pulse
is similar to that of the extraordinary component of a
laser signal [20]. On the other hand, the transverse com-
ponent of an elastic pulse, as well asthe ordinary com-
ponent of an optical pulse, cause quantum transitions.

The amplitude of the extraordinary component of
the pulsesin question, as well as the velocity of propa-
gation, increases monotonically upon a decrease in
duration t,,. The amplitude of the ordinary component
in a medium with negative birefringence (n, > ny)
exhibits the same property for n, = n, aso. In the case
of positive birefringence (n, < n), the value of Q,,
increases upon a decrease in T, down to

— 3hno(ne_no)
'[p = '[C= —2 y
41d"Nw

whereit attainsits maximal value. Asthe pulse duration
decreasesfurther, the amplitude Q,,, decreases and van-

ishesat T, =1/ /3. Thelower limit of T, correspondsto
the maximal value of the amplitude of the extraordinary

wave: Qq, = 3./3/31,. Let us find the condition under
which the ET effect can be observed. For smplicity, we
consider the case of Zakharov—Benney resonance:
N, = Ne. Then, using formulas (50)—52), we can write

the condition Q2,, < Q& intheform

2

1 < o, < 1P

Al (58)

Let the left-hand side of this inequality correspond to
the quasimonochromaticity condition for the ordinary
component. In semiconducting GaAgAl 14Gag g5 Crys-
tal with cutoff barriers of Aly;GagsAs which have been
synthesized recently, thevalue of D/d=7[6, 7], whichis
insufficient for satisfying both sides of inequality (58).
On the other hand, the above-mentioned generation of
avideo pulse of the extraordinary wave with the help of
an ordinary quasimonochromatic pulse, as well as the
SIT mode for two-component pulses, can be success-
fully observed in crystals of this type. The condition

Q? < Q2, which is valid in the latter case, has the
form (wt,)? > (D/d)* for n, = n, in accordance with
formulas (41) and (44). For the above value of theratio
D/d, the latter conditions can easily be satisfied for a
pulse of duration T, ~ 0.1 ps, in which the ordinary
component has a carrier frequency of w ~ 10 s; for
d ~ 1078 CGSE units, the intensity is given by

|D£D 1

kP 10 2
o Ugntan 010 W/cm®.
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Inthiscase, theintensity of avideo pulse of the extraor-
dinary component has the form

o hQf | DF_1
AU D O °o[gd (wrp)z

IO 010° Wicm®.

As regards the fulfillment of conditions (5) under
which the ET effect can be observed, modern technolo-
gies make it possible to elevate the ratio D/d [6, 7].
For D/d = 20, we can speak of the fulfillment of condi-
tion (58) and, hence, of the possihility of observing ET
under experimental conditions.

Let us now consider the solution to system (40) for
an arbitrary ratio of the amplitudes of the ordinary and
extraordinary components of apulse. Summing the sec-
ond and third equations, we obtain

~ 2
ind = 2 (59)
2 29099 - ger

Considering that

dQ,.. _ Qdo,

Q= 58 a0

and integrating the first equation from system (40), we
obtain
Q 0

= goIsinGde = 2g,sin’
0

o

Q°dQ,

[,
0

In the integration, we assumed natural conditions at
infinity: Q, — 0as® — 0. Taking thisinto account,
using Eq. (59), and differentiating with respect to Q,,
we obtain

0
5

Q2 _ d 2906692
Qi dQc’Zgoﬁe_gthz).

Introducing new dimensionless variables X and Y in

accordance with relations Q2 = 402X and Q. = -20Y,

where o = 2g9./g., we arrive at the following differential
equation expressing the relation between the two com-
ponents of the pulse in the traveling wave mode:

dY _ (X+Y)(Y+2X)*+2XY*(2Y 1)
dX AX[X(X+ YD) + Y (Y+2X)]

(60)

Using the first equation from system (40) and taking
into account relation (59), aswell asthe new variables,
we find that

2Y

ax _

Y(X+Y?)
&= Visc] 6D

Y +2X
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_ t—x/V
_[ 1

3

p e

and the minus and plus sign correspond to regions X <
Xinax @A X > X, respectively.

It should be noted that, under the Zakharov—Benney
resonance condition, (n, = n,), we have

4
g= 4%% (w1,)°.

Here, the pulse duration T, isintroduced in accordance
with relation (42).
Using relations (38), (40), and (59), we obtain

_ _ XY
Q, = 20./X, Q. = 4o,
Y’ XY ©2
¥ = 20giexe Pu = 1209y

Thus, having solved system of equations (60) and (61),
we can use expressions (62) to determine the physical
parameters of the medium and of the pul se propagating
init.

The first of the cases considered here (Q2 < Q2)

corresponds to the condition Y? < X, 1. In this case,
Eqg. (60) can be approximately written in the form

ay _,, Y _1gve
dXx 2X 20y’

which has the solution of Y = 2X (satisfying the condi-
tion Y(0) = 0) we areinterested in. Using further formu-
las (61) and (62), we arrive at expressions (41)—(45)
describing the SIT mode.

For Y2> X, 1(or Q> > Q?2), expression (57) hasthe
form

dY _ (2+YIX)*+4YIX.
dX 43+YIX)

it can readily be seen from formulas (58) and (59) that
the solution Y = 2X/3 to this equation correspondsto the
ET mode (relations (49)—53)).

The intermediate case between SIT and ET cannot
be analyzed analytically. In this case, Eq. (60) hasto be
solved numerically. The result of the corresponding
analysisis shown is Fig. 3. Figure 4 shows the profiles
of arunning pulse and the variation of the population of
the ground state for various ratios of amplitudes Q, and
Q.. In the two limiting cases corresponding to SIT (a)
and ET (c), good agreement is also observed between
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50 / -7

0 50 X

Fig. 3. Dependence Y(X) plotted on the basis of the nume-
rical solution of Eq. (60); the initial segment of straight
line1 (inthevicinity of X =0) correspondstothe SIT mode,
while straight line 2 for X > 1 correspondsto the ET mode.

the result of numerical calculations and the analytic
solutions considered above. Figure 5 illustrates the
structure of atwo-component pul se taking into account
phase modulation of the ordinary wave.

Thus, SIT is transformed into ET upon a smooth
increase in the amplitude of the extraordinary pulse
component. Phase modulation at the center of the ordi-
nary component increasesin this case.

A two component running pulse in the form of a
bound state of the ordinary high-frequency component

SAZONOV

and a video pulse of the extraordinary component
(which are mutually orthogonal) can be created by var-
ious methods before it is supplied to a resonant
medium. One of the mechanisms was considered in
Sections 3 of this article. It is connected with the gen-
eration of avideo pulse of the extraordinary wave by a
longer quasimonochromatic ordinary pulse due to non-
zero diagona matrix elements of the dipole moment. A
natural question may arise concerning the stability of
steady-state modes of pulse propagation. Let us sup-
pose, for example, that both the high-frequency and the
low-frequency components have two parts (ordinary
and extraordinary). It was noted above that, for a pulse
propagating at right angles to the optical axis, the ordi-
nary part induces o transitions and the extraordinary
part, Tttransitions (see Eqg. (2)).

The characteristic frequencies of resonant o transi-
tionsare w, ~ w~ 10" s. On the other hand, the dura-
tion of a two-component pulse cannot be smaller than
10fs, in accordance with the requirements of quasimo-
nochromaticity of the high-frequency component. Con-
sequently, the maximal spectral widths of the two com-
ponents are on the order of 10'* s, Since the spectrum
of a video pulse has a peak at zero frequency (see
Fig. 5), its spectrum does not contain Fourier compo-
nentswhich arein resonance with o transitions. For this
reason, the low-frequency ordinary component inter-
acts weakly with the medium and cannot noticeably
affect the parameters of atwo-component pulse experi-
encing retardation in the velocity of propagation due to
a strong resonant coupling with o transitions in the

Q,/20,-(Q,/20)

0.1

[

T T T l T
(a) B ,’ ‘\ © 7
1F / \
1 \
1 \
! \
/ \
B / \
/ \
/ \
/ \
1 1 = 1 T
0 1¢ 0 1¢
— P11
T T T T T T
1+ 41k 41k -
1 1 /I\ I_ T —t |
0 1¢& 0 1¢ 0 1¢

Fig. 4. Results of numerical solution of system (60)—(62): g = 40.6 (a), 0.38 (b), and 3.2 x 10~ (c). Solid and dashed curvesin the
upper figures correspond to ordinary (Q,) and extraordinary (—) components, respectively.
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medium. Similar considerations lead to the conclusion
that the high-frequency extraordinary component can-
not deform the above-mentioned steady-state running
pulses either if its spectral width (which is equa in
order of magnitude to the Rabi frequency) remains
smaller than the frequency interval between the o tran-
sitions considered by us here and the Tt transition near-
est toit. Thelatter constraint appears asimportant since
the extraordinary components can excite Tttransitionsif
their spectrum contains the corresponding resonance
frequencies.

5. OTHER APPROACHES IN THE CASE
OF EXACT ZAKHAROV-BENNEY RESONANCE

The case n, = n, makesit possible to use asomewhat
different approach to analysis of problems formulated
in this article, which stems from [31, 32]. Multiplying
Eqg. (22) by 2Q, and using Egs. (21) and (24) after the
integration, taking into account the conditions at infin-
ity (Qp, Q. — Ofor x, t — o), we obtain

(63)

The subsequent analysis can be reduced to solving sys-
tem (19)—(23) taking into account Eq. (63).

Phase modulation of the ordinary wave, which is
defined by Eqg. (23), in the SVAP approximation can be
taken into account implicitly in the complex envelope
€, of field E,, which is defined as

E, = é.exp[i(wt—kx)] +c.c.,

aswell asthe envelopesfor p,; and ps; .

Inthiscase, for dg; =d,; =d and Dg3; = Do, we easily
arrive at the system

g—f = i(A+Q)s+iQwW, (64)
W _ 1igrs_g o) (65)
ot 2\ ST S,
0Q, n,oQ, .
ax coat 9% (66)

where s=u + iv, and the Rabi frequency Q, = 2d¢€ /%
isacomplex quantity.

The equation for Q. coincides with Eq. (24), while
expression (63) assumes the form

Q, = —EB&|QO|2.
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(b)

0 t—x/V

Fig. 5. Schematic diagram of the ordinary (&) and extraordi-
nary (perpendicular to the ordinary) (b) components of a
pulse, which propagate in the regime of the Zakharov—-Ben-
ney resonance.

The substitution of this expression into Eq. (64)
reduces system (64)—(66) to the integrable model ana-
lyzedin [32].

Along with expression (63), below we will use
approximate system (30)—(32) derived from Egs. (19)—
(23) by eiminating material variables with the help of
the WK B asymptotic method. It can easily be seen that,
when relation (63) holds, Egs. (31) and (32) for n,=n,
lead to the requirement 0¢/0t = Q.. Let us consider in
greater detail the case of ET corresponding to the con-

dition f)e > Q.. Inthiscase,

= Egﬁ.

Q:|§~2e| p

Multiplying Eq. (30) by (2p/a)Q, and passing to the
local time 1, we obtain a sine-Gordon equation of the
form (39) with the substitution b, —2b,. In this case,
the “area” is given by

T T
_Berazu — 1A 1
6 = = [Qud = J’|Qe|dt.
It isinteresting to note that we arrive at the same equa-
tion proceeding from formula (32) and taking into
account (63) if wedisregard the derivative of the“ dow”
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variable (Q/Q)? on the right-hand side of Eq. (32) in
accordance with the above-mentioned properties of the
solutions obtained by using the WKB method. In this
case, we have

AP 207 0 267 _ Qo
a[mﬁm S‘”ﬂ*mﬁma 3= 209"8

and relation (63) follows from Egs. (30) and (32) auto-
matically.

Using formula (63), we arrive again at Eq. (39) with
the substitution b, —=2b,. Solving this equation, we
obtain expressions of the type (49)—(52). The velocity
is defined by relations (54). The difference between
expressions (54) and (42) is in complete correspon-
dence with the above-mentioned difference in the coef-
ficients of the two sine-Gordon equations.

Thus, the approximations made above suggest that
both modes, SIT and ET, are described by a sine-Gor-
don eguation. Consequently, 21t pulsesin the ET mode
for n, = n, with the correction, taking into account the
approximations used, can be regarded as solitons as
well as 2m pulses in the SIT mode. The difference
between these two types of solitonsisin the extent of
their action on the medium: SIT solitons completely
invert atoms with their subsequent return to the ground
state, while ET solitons practically do not change the
occupancies of the levels of the medium.

The general property of stability of solitons of the
sine-Gordon equation makes it possible to speak of the
stability of propagation of two-component pulsesin the
SIT and ET modes investigated here relative to small
distortions of the profiles of both components.

On the other hand, the algorithm of the inverse scat-
tering problem, which is developed for sine-Gordon
equations, makes it possible to analyze the dynamics of
formation of two-component pulses in both modes in
the course of evolution of the input signal supplied to
the medium.

Following [31], we can also propose an approach
that does not employ the SVAP approximation, but
assumes only alow density of the medium (A < 1). In
this case, Eqg. (11) for E, can be reduced in the same
way as was done for the extraordinary component. We
use the system of constitutive equations (4)—8) in the
same way as for deriving Egs. (64)—(66) for dg; = d,, =
d and D33 = Dy,. Thisgives

g—? = (00 + Q)+ 00w, (67)
ow _ &
3 Q.lmq, (68)
000 NodQo .~ 0
Ix + c ot —|aaReq, (69)
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where

- ~ 2dE
o =2wa, Q, = ﬁ",

q-= '\/ép21'

The equation for Q. has the form of (24).

It was shown in [31] that, for n, = n,, system (67)—
(69), (24) has an integral of motion connecting in our
case the ordinary and extraordinary components with
each other. Under the natural conditions at infinity, this
integral can be written in the form

a
_E(

~2

Q= Q2+ 20,Q,). (70)

It follows hence that, in particular, Q. < 0.

In the given case (n, = n,), system (67)—(69), (24) is
integrable [31]. This system can be regarded as a gen-
eralization of the reduced system of Maxwell-Bloch
equations[ 10, 11] to the case of an anisotropic medium.

6. CONCLUSIONS

The above analysis reveals a considerable influence
of avideo pulse of the extraordinary wave on the prop-
agation of an ordinary envelope pulse in an optically
uniaxial resonant medium. When a pulse propagates at
right anglesto the optical axis, therolesof the two com-
ponents of the pulse are strictly differentiated: the ordi-
nary wave excites resonant ¢ transitions, and the
extraordinary wave dynamically shiftsthe frequency of
thesetransitions. Thisresultsin the emergence of anew
mechanism of resonant transparency, which can be
described asfollows. A pulse with a clearly manifested
carrier frequency supplied to theinput of auniaxial res-
onant medium generates a video pulse of the extraordi-
nary wave due to the permanent dipole moment; as a
result, the medium is detuned from the resonance with
the input pulse, and the latter pulse experiences phase
modulation. This mechanism wasreferred to as extraor-
dinary transparency to emphasizethedecisiveroleinits
formation of the extraordinary component generated in
the medium. The occupancies of the quantum levels of
the medium remain practically unchanged in this case,
but the vel ocity of propagation of the pulse decreasesin
accordance with Eq. (54) and does not depend on the
value of the permanent dipole moment. It should be
noted that solitons that do not change the population of
the quantum levelswere considered in [6] in the frame-
work of the scalar (one-component) model for thefield,
while acoustic two-component soliton-like pulses,
which also preserve the occupancies, were investigated
in [20]. In the framework of the two-component model
considered in [6], both field components induce o tran-
sitionsin contrast to our case.

In our opinion, the two-component Maxwell-Bloch
system of equations (19)—(24) isinteresting itself from
the point of view of itsanalytical structure.
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The operator version of the WKB asymptotic
method applied by us for solving the constitutive equa
tions has made it possible, in contrast to previous stud-
ies, to analyze a medium with a degenerate upper level
for d;; # dy;. In this case, the self-consistent system
describing the dynamics of thefield and the medium can-
not be reduced to system (19)—(24), but, after the eimi-
nation of materia variables (dy; = d,; and dg; # d,y), the
approximate wave equations have the form (30)—«32) in
both cases.

Being integrable, the given system was obtained
under aless stringent constraint imposed on the param-
eters of the medium as compared to those leading to
integrable models.

The Maxwell equation for the extraordinary compo-
nent is reduced to an equation with the first derivatives
owing to the assumption of the low density of reso-
nance centers. For our purposes, this assumption is not
necessary. If we retain the corresponding equation in
theinitial (nonreduced) version,

0°Q, ne0°Q, _ 4TD’No’w
x> ¢ ot nc? at®’

the solutions considered here have the form of running
coupled formations of the envelope pulse of the ordi-
nary wave and an extraordinary video pulse, and they
preserve their form to within the substitution
—1

cb,01 n
ge T 54 >

2nOD/ Cc
However, in order to obtain more complex solutions
using, for example, numerical methods, the reduced
version of the equation for Q. in the form of (24) is
obviously preferable.

ACKNOWLEDGMENTS

This study was supported by the Russian Founda-
tion for Basic Research (project no. 02-02-17710a).

REFERENCES

1. S. L. McCal and E. L. Hahn, Phys. Rev. Lett. 18, 908
(1967).

2. S. L. McCadl and E. L. Hahn, Phys. Rev. 183, 457
(1969).

3. G.L.Lamb, Rev. Mad. Phys. 43, 99 (1971).

4. A.l.Mamistov and A. M. Basharov, Nonlinear Optical
Waves (Kluwer Academic, Dortrecht, 1999).

5. M.Agratis, N. M. Ercolani, S. A. Glasgow, and J. V. Molo-
ney, PhysicaD (Amsterdam) 138, 134 (2000).

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

6.

10.

11

12.

13.

14.

15.

16.

17.

18.
19.
20.

21.

22.

23.

24,

25.

26.

27.

28.

29.

30.
31

32.

737

A.A. Zabolotskit, Zh. Eksp. Teor. Fiz. 121, 1012 (2002)
[JETP 94, 869 (2002)].

S. Kbcinac, Z. Ikoni¢, andV. Milanovi&, Opt. Commun.
140, 89 (1997).

I. 1. Sobel’man, Atomic Spectra and Radiative Transi-
tions (Nauka, Moscow, 1977; Springer, Berlin, 1979).
L. Allen and J. H. Eberly, Optical Resonance and Two-
Level Atoms (Wiley, New York, 1975; Mir, Moscow,
1978).

J. D. Gibbon, P. J. Caudrey, J. K. Eilbeck, and R. K. Bullo-
ugh, J. Phys. A: Math. Gen. 6, 1237 (1973).

P. J. Caudrey, J. K. Eilbeck, J. D. Gibbon, and R. K. Bullo-
ugh, Lett. Nuovo Cimento 8, 775 (1973).

S. V. Sazonov and E. V. Trifonov, J. Phys. B: At. Mol.
Opt. Phys. 27, L7 (1994).

M. B. Vinogradova, O. V. Rudenko, and A. P. Sukho-
rukov, The Theory of Waves, 2nd ed. (Nauka, Moscow,
1990).

S.A.Kozlov and S.V. Sazonov, Zh. Eksp. Teor. Fiz. 111,
404 (1997) [JETP 84, 221 (1997)].

A. |. Maimistov, Kvantovaya Elektron. (Moscow) 30,
287 (2000).

A. M. Zheltikov, Usp. Fiz. Nauk 172, 743 (2002) [Phys.
Usp. 45, 687 (2002)].

S. V. Sazonov and A. F. Sobolevskii, Pis ma Zh. Eksp.
Teor. Fiz. 75, 746 (2002) [JETP Let. 75, 621 (2002)].

J. H. Eberly, Quantum Semiclassic. Opt. 7, 373 (1995).
M. Fleischhauer, Phys. Rev. A 54, 794 (1996).

S. V. Voronkov and S. V. Sazonov, Zh. Eksp. Teor. Fiz.
120, 269 (2001) [JETP 93, 236 (2001)].

N. N. Moiseev, Asymptotic Methods of Nonlinear
Mechanics (Nauka, Moscow, 1981).

A. H. Nayfeh, Introduction to Perturbation Techniques
(Wiley, New York, 1981; Mir, Moscow, 1984).

A.Yu. Parkhomenko and S. V. Sazonov, KvantovayaEle-
ktron. (Moscow) 27, 139 (1999).

V. A. Yakubovich and V. M. Starzhinskii, Parametric
Resonancein Linear Systems (Nauka, Moscow, 1987).

V. E. Zakharov, Zh. Eksp. Teor. Fiz. 62, 1745 (1972)
[Sov. Phys. JETP 35, 908 (1972)].

R. K. Dodd, J. C. Eilbeck, J. Gibbon, and H. C. Mortis,
Solitons and Nonlinear Wave Equations (Academic,
New York, 1982; Mir, Moscow, 1988).

N.Yadjimaand M. Oikawa, Prog. Theor. Phys. 56, 1719
(1976).

S.V. Sazonov, Zh. Eksp. Teor. Fiz. 118, 20 (2000) [JETP
91, 16 (2000)].

K. J. Baller, A. Imamoglu, and S. E. Harris, Phys. Rev.
Lett. 66, 2593 (1991).

O. Kocharovskaya, Phys. Rep. 219, 175 (1992).

A. A. Zabolotskii, Pis ma Zh. Eksp. Teor. Fiz. 76, 709
(2002) [JETP Lett. 76, 607 (2002)].

A.A. Zabolotskit, Phys. Lett. A 124, 500 (1987).

Trandated by N. Wadhwa

No. 4 2003



Journal of Experimental and Theoretical Physics, Vol. 97, No. 4, 2003, pp. 738-744.

Trangated from Zhurnal Eksperimental’ noi i Teoreticheskor Fiziki, Vol. 124, No. 4, 2003, pp. 820-828.
Original Russian Text Copyright © 2003 by Rebrov, Morozov, Plotnikov, Timoshenko, Shishkin.

PLASMA,
GASES

The Accommodation of the Trandational and Rotational Energy
of aGasin aKnudsen Flow Past a Thin Wire

A. K. Rebrov*, A. A. Morozov, M. Yu. Plotnikov,
N. |. Timoshenko, and A. V. Shishkin

Institute of Thermal Physics, Sberian Division, Russian Academy of Sciences,
pr. Akademika Lavrent’ eva 1, Novosibirsk, 630090 Russia
*e-mail: rebrov@itp.nsc.ru
Received March 12, 2003

Abstract—The paper presents the results obtained in determining the accommodation coefficients for the
tranglational and rotational energy of gas moleculesin a Knudsen flow past a thin wire. The method used was
based on numerically solving the complete heat balance equation for a wire probe. The accommodation coef-
ficientswere determined for H,, N,, CH,, and CO, on agilded tungsten surface. For hydrogen with a quenched
rotational energy, anegative accommodation coefficient of rotational energy was obtained dueto the conversion
of therotational energy of incident moleculesinto thetrand ational energy of reflected molecules. © 2003 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

The concept of accommodation (completeness of
energy exchange between gas molecules and a surface)
is important for studying nonequilibrium interactions
between molecules and surfaces. Energy accommoda:
tion coefficientswere introduced at the beginning of the
past century, at the early stage of elucidating the fea-
tures of processes in rarefied gases and establishing the
concept of temperature jumps at the surface [1]. The
classical equation for the energy accommodation coef-
ficientis

E —E,
E

a=c—F )

where E; and E, are the energies of incident and
reflected molecules and E,, is the mean energy of
reflected molecules corresponding to the temperature
of the surface. The temperature jump value for agas as
aboundary condition for it near the surface in problems
of mechanics of continua can easily be written via the
accommodation coefficient. Over several decades,
researchers have concentrated on trandlational energy
accommodation. In the second half of the last century,
scientists becameinterested al so in the accommodation
of internal energy. This interest was stimulated by the
development of space technologies and the use of vac-
uum and vacuum—plasma processes as the material
base for microelectronics and atomic technology,
which initiated studies of strongly nonegquilibrium
processes in gases with internal degrees of freedom
(rotational, vibrational, and electronic). This trend
persists and has currently become even more pro-
nounced [2—7].

The results obtained and the potential and prospects
for studying interactions between molecules and sur-
faces cannot satisfy practical demands for creating a
database sufficient for modeling the interaction of gas
molecules with technical surfaces typical of various
applications. This places emphasis on the develop-
ment of methods for studying energy exchange on sur-
faces under the conditionsidentical or closeto the par-
ticular requirements of physical experiments or tech-
nologies.

The use of the accommodation coefficient in form (1)
presupposes equal energy accommodation on the sur-
face for translational and internal energy. This assump-
tion is not well grounded, because it is known that
relaxation is faster for trandational than for internal
degrees of freedom [8]. In addition, this approach
ignores possible energy redistribution over various
degrees of freedom and their modes. A more exact
description of energy exchange between molecules and
surfaces should therefore use additional coefficients,
which determine the fraction of energy transferred to
the other degrees of freedom [9]. In severa studies,
four coefficients were introduced to describe not only
energy exchange with a surface but also trandational
energy conversion to internal energy and viceversa[10].
The possibility of such processes can roughly betaken
into account by the introduction of partial accommo-
dation coefficients a,, and o, for the translational and
internal energy. These coefficients can be determined
using the translational and internal energy, respec-
tively, in (2).

Several different methods were used to experimen-
tally determine the partial accommodation coefficients,
including studies of ultrasonic surface oscillationsin a
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rarefied gas [11], energy balance calculations from
measured molecular velocities and level populations of
incident and reflected molecules [12-14], recovery
temperature measurements on aflat plate in a Knudsen
flow [15], and studies of heat flow between awire and a
band in ararefied gas[16]. More recently, the correctness
of the last method was, however, questioned [17]. Theo-
retically, the partia accommodation coefficients were
studied using quantum-mechanical calculations [18].
Both measurements and theoretical calculations show
that the accommodation coefficient for translational
energy can be substantialy larger than the internal
energy accommaodation coefficient.

The method of a heated wire in a gas-dynamic
Knudsen flow [19-23] occupies aspecia placein stud-
ies of energy exchange on surfaces and the determina-
tion of the partial accommodation coefficients. Thedis-
tinguishing feature of this method is the possibility of
studying energy exchange under the conditions of a
supersonic flow around abody, which are characteristic
of the dynamics of rarefied gases. Under these condi-
tions, the potential and internal energies of incident
molecules are substantially different. In addition, this
method can be used in wide ranges of surface tempera-
tures and gas flow energies.

Theoretical foundations for calculating energy
accommodation coefficients in studies of heat transfer
from a cylinder in a Knudsen flow were, in essence,
developed in [24]. Thin wires are extensively used to
measure total energy accommodation coefficientsin a
gas at rest at large Knudsen numbers [3, 5]. The possi-
bility of determining total energy accommodation coef-
ficients by probing a rarefied gas flow with awire ane-
mometer was discussed in [25], where simplified wire
heat balance calculations were used in combination
with other tools. It was shown in [19-23] that the idea
of acomplete analysis of heat balance for acylinder in
a Knudsen flow could be implemented in determining
the partial accommodation coefficientsfor transl ational
and internal energy. In these works, the accommodation
coefficients were found using an analytic solution to a
simplified heat balance equation suggested in [26].
Such simplifications, however, introduce substantial
uncertaintiesinto the analysis and are therefore inappli-
cable in the entire wire temperature range.

In this work, the trandational and rotational energy
accommodation coefficients on a surface were deter-
mined by numerically solving the heat balance equa-
tion taking into account the influence of the electric and
thermophysical wire characteristics. This work contin-
uesstudiesinitiated in[27]. Special attention isgivento
determining accommodation coefficients under the
conditions of substantially different trandational and
rotational energies.
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2. THE METHOD
FOR DETERMINING ACCOMMODATION
COEFFICIENTS

The heat balance for awire of unit length heated by
an electric current and placed into a gas is determined
by the equation

cgnrzc—);rl” _Up, )\nrzd————zTW
SOt g2 " dx? @)

+ 21 h(T, = T,,) = 2Tr o0 (To — T2).

Here, x is the distance measured along the wire, T, is
the temperature of the wire, ry isthe radius of the wire,
c is the specific heat capacity, g is the density, | is the
electric current strength, p isthe specific electric resis-
tance, A is the heat conductivity coefficient, € is the
degree of blackness, o is the Stefan—Boltzmann con-
stant, T,, isthe temperature of the surrounding surfaces,
T, is the recovery temperature of the wire, and h is the
heat-transfer coefficient for the given flow parameters.
It was assumed in the calculations that p, €, and A lin-
early depended on the temperature.

The boundary condition for (2) isthe T, temperature
at the junctions between the wire and the holders. Cor-
rect determination of thistemperatureisone of the prin-
cipal difficulties involved in solving the problem under
consideration. Usually, holders are massive compared
with the wire. If the temperature of the holder T, a a
large distance from the junction is known, the T, tem-
perature can be determined under the assumption that it
depends on the heat flow from the wire to the holder
and the heat resistance of the holder. Consider a cylin-
drical holder of radiusr,. An approximate estimate of
T, can be obtained under the assumption that heat trans-
fer occursasin aplanelayer at small distancesfromthe
junction (r r,) and asin a spherical layer at large dis-
tances (r = ry). Thisgives

TSZETD-F—DE_;%*_ d

q S
0° 2mA, 1y TIA '

where g is the heat flow from the wire to the holder
(determined in the calculations using the temperature
gradient at wire ends) and A, is the heat conductivity
coefficient of the holder. If r, > ry, we obtain

~T +3_4
T=Ty+ STTATe

To solve (2), we must know the heat transfer coeffi-
cient h and the recovery temperature T,. The kinetic
theory of gases allows these valuesto be determined on
convex surfaces in Knudsen flows [9]. We will use the
equations for h and T, for a cylinder situated normally
with respect to the flow of agaswith internal degrees of
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Fig. 1. Schematic diagram of the experimenta setup:
(1) vacuum chamber; (2) premix chamber; (3) gas jet;
(4) wire probe; (5) gas feed; (6) vacuum stage; (7, 8) pres-
sure gauges; (9) measuring electronics; (10) power supply
unit.

freedom [21] (these equations are derived in the A ppen-
dix), namely,

h = Z—[—nkaexpEsD‘;u +Slo+ 1], @
T
T
@
0 1 T
tr SZ 5— u rot =0
x%a% ' 1+Sz(1+|l/|0)D+a JTtE

Here, n, U, T, and T, are the number density of parti-
cles, the velocity, and the tranglational and rotational
gas flow temperatures, respectively;

- U
(2KT,/m)*?

isthe velocity ratio; misthe molecular weight; kisthe
Boltzmann constant;

& = 4ay, + jd gy,

is the number of internal degrees of freedom; y is the
adiabatic index; and |, and |, are the zeroth- and first-
order modified Bessel functions in the $/2 argument,
respectively.

Note that, in agasat rest (U = 0), (4) reducesto

Tr = Ttr

and the heat transfer coefficient in (3) then only
depends on the complex & = 4a,, +ja,. For thisreason,
the tranglational and internal energy accommodation
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coefficients can only be separated for a directed gas
flow.

All accommodation coefficient calculations were
performed by minimizing the difference between the
calculated and experimental probe electric resistances.
The probe was athin wire heated by an electric current.

First, theresistance of thewire R, was measured at var-

ious electric current values I, (k =1, ..., N). Next, (2)
was humerically solved for all possible pairs of accom-
modation coefficients (a, and a,,) and all current
strengths |, to determine the distribution of temperature
T,(X) = T (X, Oy, O, 1) dong the wire. The tempera-
ture distribution obtained was used to cal culate theinte-
gral electric resistance of the wire by the equation

L

1
R(atrl Aot Ik) = _zj.p(Tw(Xi Oy, Orgry |k))dX,
T,

where L is the wire length. Next, the discrepancy
between the calculated and experimental electric resis-
tance values was found,

Ak = R(atrv O ot Ik) - le!

and the functiona

N
F(Gtrvarot) = ZAE
1
was minimized. The a,, and a,, values corresponding
to the minimum of F(a,, a,,) were taken to be the
sought accommodation coefficients. This approach
takes into account the special features of temperature

distribution along the wire length and decreases the
influence of errors inevitable in measurements.

3. EXPERIMENTAL

Measurements were performed as schematically
showninFig. 1, on avacuum gasdynamic unit in which
ararefied gas flow was created by free expansion from
asonic nozzle d« = 6 mm in diameter at abraking pres-

sure of P, = 1000-2100 Pa and a gas temperature of
To= 290-300 K. The background gas pressure sur-
rounding the flow in the vacuum chamber was 2.7 Pa.
A wire probe was mounted along the flow axis at dis-
tances D = (2-7)dx from the nozzle. Under these con-

ditions, the flow near the wire was free from the influ-
ence of the background gas[28]. At the distances under
consideration, flow parameters along the flow axis cor-
responded to the expansion of a nonviscous gas [29].

The probe was a gilded tungsten wire 8.3 um in
diameter, which ensured that the flow was a Knudsen
flow under the conditions specified above. The diame-
ter of the wire was measured using an electron micro-
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scope. The wire was welded to stainless steel holders.
The holderswere cylinders 0.6 mm in diameter reduced
to cones, and their diameter at the ends was 0.2 mm.
Thetypical wirelength L was 3—-10 mm. The surface of
the wire was periodically controlled during experi-
ments. The electric current and voltage on wires were
measured by instruments of accuracy class 0.1. The
range of currents was selected depending on the probe
length from the requirement that the highest wire tem-
perature determined in calculations should not exceed
700 K.

Experiments in a free flow were preceded by the
determination of the temperature dependence of the
electric and thermophysical characteristics of the wire,
including specific resistance p, heat conductivity coef-
ficient A, and degree of blackness €. It was necessary to
create a stable high-temperature contact between the
conductor and copper clamps in these experiments. In
addition, we had to ensure the possibility of accurate
wire length measurements. For this purpose, wire ends
were lead—tin-plated and, under a microscope, intro-
duced into nickel capillaries, where they were calked.
The length of the wire from the edge of one capillary to
the edge of the other was measured at room temperature
under a microscope accurate to 0.02 mm. The nickel
capillarieswere clamped into massive copper clampsin
experiments on determining the thermophysical char-
acteristics. The p = p(T,) dependence was determined
from measurements in a thermostat in air at atmo-
spheric pressure.

The degree of wire surface blackness as a function
of temperature, £(T,,), was determined by measuring the
electric resistance of along wire (L = 100 mm) at alow
gas pressure (P = 107 Pa). Under these conditions, the
fraction of heat transferred to the holders and gas was
small compared with thermal radiation. The degree of
blackness g(T,,) was adjusted by solving (2) and com-
paring the calculated R = R(g, |) and experimental R =
R'(1) dependences. The degree of blackness determined
thisway was further used to refine the heat conductivity
coefficient of the wire. For this purpose, we measured
the electric resistance of awireL =10 mmlong at alow
gas pressure. Under these conditions, the heat flow
from the wire to the holders predominated. As with the
degree of blackness, the heat conductivity coefficient A
was adjusted by comparing the calculated R = R(A, )
dependence with the results of measurements. Next, the
degree of blackness was determined more accurately
taking into account the obtained heat conductivity.

The calibration procedures described above gave the
following characteristics of the wire under examination:

g = 0.05[1 +0.00335(T, —273)],
p = 5.65x 10°°[1 +0.0041(T, —273)] Q m,

. [145-011(T,,—273) W/(mK), T,<523K
" H117-0.06(T, —523) W/(mK), T, >523K.
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4. RESULTS AND DISCUSSION

The method was subjected to approbation with
monoatomic Ar and He gases [27]. In experiments with
polyatomic gases (H,, N,, CH,, and CO,), we used the
procedure for enumerating pairs of accommodation
coefficients (a,, and a,,;) described above. An example
of the projection of the differences between the experi-
mental and calculated el ectric resistance val ues,

A =

Zl-

N
Az,
Z k

onto the (0, 0,,) planefor aflow of methaneis shown
inFig. 2.

The accommodation coefficients averaged over
many experimental results obtained with wire probes of
various lengths, at various gas pressures, and at various
distancesfrom the nozzle arelisted in Table 1. The data
reported by different research teams for accommoda-
tion coefficients are usualy difficult to compare,
because it is difficult to find results obtained under
identical conditions with respect to many key parame-
ters, namely, the energy of incident molecules, the
interaction angle, theinitial structure of the surface, the
degree of adsorption, and the surface temperature. This
problem has not been completely defined for surfaces
of technological interest. Table 2 contains some litera-
ture data on accommodation coefficients obtained at
similar interaction energies. A comparison of Tables 1

arot
0.66

0.64

0.62

0.60

0.58

|
0.80 0.8

|
0.76 0.78 0.84

GII‘

Fig. 2. Differences A between the experimental and calcu-
lated electric resistances of the wire probein aflow of CHy

obtained in determining accommodation coefficients (Pg =
2100 Pa, L = 9.4 mm, S=4.16, 0, = 0.79, and O, = 0.61).
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Table 1. Measured accommodation coefficient values

Gas i ot

N, 0.67 +£0.04 0.56 + 0.08
CH, 0.78+0.10 0.73+0.16
CoO, 0.90£0.23 0.79+£0.15
H, 0.44 £ 0.04 —-0.15£0.05

and 2 showsthat our data qualitatively agree with those
reported earlier.

The experimental data on N,, CO,, and CH, pre-
sented above lead us to conclude that, for molecules
with low energies (corresponding to room braking tem-
perature), the translational energy accommodation
coefficient is higher than the internal energy accommo-
dation coefficient. This substantiates the results of the-
oretical [18] and experimental [11, 13-16, 20, 22]
works (some of them are given in Table 2).

The determination of internal energy accommoda-
tion coefficients by the suggested method is of interest.
This method gives integral information about effective
rotational energy conversion in collisions with surfaces
when the trandational and internal energies of a gas
flow are substantially different. The available data on
such accommodation coefficients are exceedingly
scarce. Experimental units in which molecular beams
are used are known to be the main tool for experimen-
tally studying gas—surface interactions at the level of
information about tranglational and internal energy dis-
tribution functions. In numerous experimental works
performed with the use of molecular beams, accommo-
dation coefficients are usually not given, and, often, the
reported data are insufficient for calculating them. In
addition, the most interesting molecular-beam experi-
mental datawere obtained for thoroughly cleansed, ori-
ented crystalline surfaces specially prepared in confor-
mity to the requirements of surface physics. Analysis of
the works containing sufficient data for calculating

Table 2. Literature data on accommodation coefficients

REBROV et al.

accommodation coefficients shows that these coeffi-
cients can fall outside the range of values usually
believed to be characteristic of them. For instance, the
rotational energy accommodation coefficient becomes
higher than one at a very high tranglational energy of
incident molecules[30, 31]. This effect can correspond
to energy transfer between translational and rotational
degrees of freedom caused by inelastic interactions of
molecules with surfaces.

Our experiments with hydrogen also challenge the
traditional views on internal energy accommodation
coefficients. The special feature of the adiabatic expan-
sion of a hydrogen jet under our experimental condi-
tions (dx = 6 mm, P, =1300-1400 Pa, T, = 290-300 K,
and D = 4d.) isquenching of rotational energy closeto

the nozzle exit. According to experimental and theoret-
ical studies [32], the rotational temperature after
guenching can be estimated at T, = 220 K. Our
numerical processing of the experimental data gave a
negative rotational energy accommodation coefficient
(see Table 1), which was reproduced in repeat experi-
ments. A simple analysisof (1) allowsusto explainthis
result. At awire temperature of T, > 300 K and arota
tional temperature of T, = 220 K of the incident gas,
we obtain E o < E, (- It then follows from the nega-
tive a,,; accommodation coefficient that the rotational
energy of reflected molecules E; , should be smaller
than the rotational energy of incident molecules E;
(although the wire is hot with respect to the gas and
should transfer energy to gas molecules). Following the
generally accepted approach [9, 10], let us write the
rotational energy of reflected moleculesin the form

Er,rot = Ei,rot-’-AEs_AEr ﬂt+AEtﬂ rs

where AE; is the energy transferred from the surface,
AE, , is the energy of rotational degrees of freedom
converted to trandational energy, and AE,_, is the
energy of trandational degrees of freedom converted to

Gas Surface T K Oy O ot Refs.
N, Au covered by the gas 293 0.89 0.78 [16]
N, Au 350 0.93 0.79 [22]
N, Au annealed in avacuum 400 0.18 0.12 [13]
N, Pt 297 0.49 0.05 [17]
CH, Pt 373 0.81* - [3]
CO, W covered by CO, 330 0.99* - [3]
NO Pt cleansed by an ion beam 600 1 0.62 [14]
Air w 350 0.97 0.84 [20]
H, Pt 338 0.337** 0.034** [18]
Note: * Determined for the total energy.
** Calculated quantum-mechanically.
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rotational energy. It follows from the condition E; 4 <
E. ot that AE, _, > AE¢ + AE, ;. The negative rotational
energy accommodation coefficient therefore arises
because of the conversion of the rotational energy
guenched at low energy levels into the trandational
energy of reflected moleculesin collisions of molecules
with the surface. The energy flux caused by this conver-
sion substantially exceeds the energy flux from the sur-
faceto the gas. This explanation isindirectly substanti-
ated by the data obtained in [33-35]. The authors
of [33] studied the interaction of molecular hydrogen
with the (001) MgO surface. They observed scattering
that corresponded to rotational energy deactivation at
certain low levels when the gas inelastically collided
with the surface. According to [34], partia rotational
energy conversion into the kinetic energy of scattered
molecules was observed in the interaction of NO mole-
cules with the surface of graphite. A microscopicaly
grounded model of the interaction of apolyatomic mol-
ecule with the surface that takes into account energy
exchange between trandational and rotational degrees
of freedom is described in [35].

5. CONCLUSIONS

The experimental data on accommodation coeffi-
cients and interactions of separate molecules with sur-
faces obtained in molecular-beam experiments do not
meet the practical demands for describing processesin
which technical surfaces participate. It is precisely for
this reason that the devel opment of the suggested tech-
nigue for studying trandational and rotational energy
conversion in gas interactions with surfaces under the
conditions that correspond to real technologies is of
fundamental interest. The suggested method is a fairly
simple and effective tool for obtaining data useful both
for understanding energy exchange between a gas and
a surface and for modeling gas—surface interactions in
real technological applications.

Analysis of the literature and our experimental data
performed above gives agood reason for revising views
on accommodation coefficients taking into account
internal energy. Changes in the trandational and inter-
nal energy of molecules can be estimated, for instance,
in terms of “conversion coefficients,” which should not
necessarily liein the interval 0-1.
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APPENDIX

Thefina form of Egs. (1) and (2) can only be found
in[21]. Wethereforethink it expedient to givetheir der-
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ivation. For Knudsen flow past a convex surface, the
heat flow per unit surface is written as[9]

_ n(kT**
- A 2TIm ﬁ tr¥+

+ %arotj T o

()

- 2]ws) - Faven(- i)

W) = exp(—x°) + xJT(1 + erf(x)),

where n is the number density of particles; T, and T,
are the trandational and rotational temperatures of the
gas flow, respectively; T, is the wire temperature; S =
U/(2KT,/m)¥2 is the velocity ratio; U is the velocity; m
isthe molecular weight; S, = Ssinf3; and 3 isthe angle
between the flow direction and the surface. The equa-
tion for the heat flow to awire of length L and radiusr
oriented normally to the flow direction is obtained by
integrating (5) over the surface of the cylinder,

n n(kT 32
Q= rifadp = 2rL—r== n( “) EAJl O(trqu,
where

s
T

[ITrot

tr

l
= atr%z 5~ UD > rotJ

2 2

J, = _Lw(sn)ds, J, = _rjdzexp(—ﬁ)ds.

Using the representation of the modified Bessel func-
tionsin the form [36]

1,(X) = %Jexp(xcose)cos(ne)de,
0
we can write the J; and J, integrals as

J; = mexpH- SZD{I + Sl + 14}

S
J, = mexp E_EEI 0

(here, 1y and I, are the modified Bessel functions

zeroth- and first-order in the $/2 argument). The equa-
tion for Q then becomes

(KT, o, o1 SH

Q= Zan D_ED
* Al + 1o+ 1)) — 3ol &
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eventua equation for the energy flux from a gas to a

Transforming the term in parentheses gives the

wire, namely,

NP

10.

11

12.

13.

14.

15.

16.

17.

Q = 2nLh(T,-T,),

e
40 + J Oy

O 1
e s Ve S S R
[ "%2 1+SZ(1+|1/I0)D

r =
JT
] =]
rOTD

L nk(4a, + jare)

4./m

0 Spy
* &P 505

h =
[lo+SUo+1)].
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Abstract—We present our experimental results of the X-ray radiography of fast radiating Z-pinches based on
cylindrical multiwire tungsten arrays. The experiments were carried out at the Angara-5-1 facility at an electri-

cal power of up to 4 TW with a discharge current of up to 4 MA rising at arate on the order of 5 x 103 A s%,

The linear mass of single and composite arrays reached 500 pg cm™, the initial radius was 4-10 mm, and the
wire diameter was 5-8 um. We have experimentally shown that for the current-induced implosion of multiwire
tungsten arrays, significant azimuthal and axial plasma inhomogeneities result from discharge cold start and
prolonged plasma production, which determine the subsequent course of the implosion. The Z-pinch structure
also remains spatially inhomogeneous at the time of intense X-ray radiation. The generated inhomogeneous
plasma collapses toward the array axis in the form of numerous radially elongated plasmoids with relatively
small diameters. The stream of plasmoidsiscalled aradial plasmarainstorm. Asthe plasmoids contract toward
the array axis, they decrease in radial size and merge into isolated plasma current filaments, which are elon-
gated mainly along the discharge axis. We critically discuss the models of aradiating Z-pinch in plasma com-
posed of matter with a large atomic number that disregard the cold-start and prolonged plasma-production

effects. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The Angara-5-1 facility is used to study multitera-
watt-power Z-pinches in various plasma-producing
media as well as to carry out experiments with multi-
wire arrays. In these experiments, we discovered and
investigated the phenomenon of prolonged plasma pro-
duction [1-3]. It manifestsitself in fast Z-pinches with
cold start at a high rate of rise of the discharge current
(dI/dt ~0.5-1.0 x 10* A s1). Thefollowing features are
characteristic of fast Z-pinches with prolonged plasma
production.

(i) At cold start, i.e., when a voltage pulse from the
main electric power generator breaks down an initialy
unionized plasma-producing material, the plasma pro-
ductionisspatially inhomogeneous. Thisis characteris-
tic of both homogeneous (gas) and heterogeneous
(solid-state low-density foam, multiwire arrays)
plasma-producing media, although the breakdown and
plasma-production mechanisms differ for these media.
In a gaseous plasma-producing medium, the spatial
inhomogeneity manifests itself in the form of azi-
muthal current filamentation followed by axia stra-
tification of the plasma formed [1]. For multiwire
arrays, the azimuthal inhomogeneity is specified by the

array pattern itself: the separation between the wires
(200-1000 um) is dways much larger than the wire
diameter (5-10 pm).

(if) As the discharge current rises, the magnetic
plasma acceleration in the plasma-production zone
begins before the complete transformation of the entire
plasma-producing material into accelerated plasma.
The created rare plasma saturated with current is car-
ried away with it from the plasma-production zone. In
the specific case of a discharge through a multiwire
array, the prolonged plasma production can be
explained by the insufficient flux of heat and radiation
from the rare plasma through which the discharge cur-
rent flows on the dense thin plasma-producing fila-
ments or microscopic drops of material of thewiresthat
exploded with virtually no current. As a result, the
plasma production is prolonged in time. So, the ioniza-
tion of the plasmaproducing material, the plasma
transport from the pinch periphery to the axis, and the
imploded radiating state of the pinch take place in
mutually overlapping time intervals.

These factors significantly affect not only theinitial
discharge stage but also the subsequent stages—the
implosion and the imploded state of the radiating

1063-7761/03/9704-0745%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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Fig. 1. Arrangement of multiwire arrays between the cur-

rent-conducting electrodes with magnetic self-insulation:
(1) multiwire array; (2) cathode; (3) anode.
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Z-pinch. In our experiments[ 3], wefound that the tung-
sten plasma from the wires in the plasma-production
zone never merges into a single azimuthally inhomoge-
neous shell. In this paper, we present our experimental
results showing that the azimuthal and axial plasma
density inhomogeneities that arise at the stage of pro-
longed plasma production in amultiwire array giverise
to a radia stream of numerous plasmoids. When the
Z-pinch implodes, these plasmoids converge to the axis
of symmetry of the array and create an inhomogeneous
three-dimensional structure of the radiating Z-pinch.

This paper has the following structure. In Section 2,
we briefly describe the experimental parameters, which
wereidentical for [1, 3] and for this paper. In Section 3,
we briefly present the characteristics of the implosion
dynamics of Z-pinches, including multiwire arrays,
which we studied previoudly. In Section 4, we present
new experimental results of our study of the implosion
of amultiwire array. In Section 5, we suggest a model
for the current-induced implosion of a multiwire array
based on experimental data.

2. BASIC PARAMETERS OF THE EXPERIMENTS
WITH MULTIWIRE ARRAY S

Our experiments [1, 3] with multiwire cylindrical
arrays at the Angara-5-1 facility have the following
basic parameters. a discharge current of 2.5-4 MA, a
current rise time of 100 ns, a discharge power of up to
4 TW, amultiwire array diameter of 6-20 mm, a height
of 10-15 mm, a tungsten wire diameter of 6-10 um,
and a linear mass of single wire array from 120 to
500 pg cm. We investigated both single arrays and
two- and three-cascade coaxia arrays. Solid cylinders
of low-density agar—agar foam saturated with tungsten
micropowder were used asthethird, inner cascade. The
total linear mass of the three-cascade compositions
reached 1 mg cm. The arrangement of the arrays
between current-conducting electrodes with magnetic
self-insulation is schematically shownin Fig. 1.

For diagnostics, we used thefollowing techniquesin
our experiments. measurements of the derivative of the
total discharge current, magnetic probe measurements,
laser shadow probing and interferometry, measure-
ments of thetotal intensity of soft X-ray radiation, opti-
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ca and X-ray image intensifiers in frame-by-frame
imaging mode and an optical image intensifier in dlit
scan mode, X-ray probing of the dense component of
the plasmaproducing medium using an auxiliary
x-pinch [3], and a time-integrated X-ray pinhole cam-
eraof high spatial resolution.

3. MAIN EXPERIMENTAL RESULTS FROM [1-3]

Without repeating the numerous experimental data
from [1-3], we present their main results referring to
the techniques used to obtain them.

3.1. The Plasma-Production Stage

During the plasma production, azimuthally sepa-
rated plasma streams are formed in the rz plane from
each wire (laser probing, an X-ray imageintensifier, dlit
scans). They are carried off by the Ampere force in the
radial direction without merging together, so a plasma
configuration in the form of a star with the number of
rays equal to the number of wiresis formed in projec-
tion orthogonal to the z axis. The plasmadensity in the
streams (~10%* cm) is low compared to the density of
the plasma-producing material of the exploded wires.
An axial inhomogeneity of the electron density of the
generated plasmawith a characteristic scale of approx-
imately 250 um manifests itself near the wires (laser
probing, an X-ray imageintensifier). The axia inhomo-
geneity of the dense component of the plasma-producing
array wires has scale smaller by an order of magnitude
(probing by x-pinch radiation). The outer boundary of
the rare plasma near the wires is not displaced from the
starting radius of the multiwire array until amost com-
plete evaporation of the plasma-producing medium (dlit
scans, laser probing, an X-ray image intensifier).

3.2. The Implosion Stage

The plasma production for different wires termi-
nates at different times with a spread of 10-20 ns. In
this case, the termination of the plasma production
along one wireis axially nonsimultaneous, and the ter-
mination of the plasma production for the array as a
wholeisazimuthally nonsimultaneous (X-ray probing).
In zones where the plasma production terminated, the
outer plasma boundaries begin to implode (dlit scans,
laser shadow probing). The nonsimultaneous termina:
tion of the plasma production along the wiresisrespon-
siblefor theinitia axial nonuniformity in the motion of
the outer plasma sheet boundaries (laser shadow prob-
ing and interferometry, an X-ray image intensifier).

4. A RADIOGRAPHIC STUDY
OF THE IMPLOSION STRUCTURE
OF THE MULTIWIRE ARRAY

In this section, we present the results of our radio-
graphic study of the implosion of multiwire arrays that
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were mainly obtained by using time-integrated pinhole
cameras with a high spatial resolution. Holes with
diameters from 10 to 60 um were used in the pinhole
camera; the hole profile was in the shape of a crater
with avertex angle of 30°-50°. The holeswere punched
by alaser pulsein 40-um-thick tantalum foil. Since the
pinhole camera was fairly close to the object under
study and was exposed to intense X-ray and micropar-
ticle fluxes, the foil with a hole was changed after each
experiment. Aluminum filters that cut off the soft radi-
ation component were placed behind the 30- and 60-um
holes. The distance from the pinch axis to the pinhole
was 10 cm, and the distance from the recorder to the
pinhole was 5.3 cm. The X-ray image was recorded on
photographic plates.

Let us first consider the X-ray photograph for the
Z-pinch of the multiwire array in soft X-ray radiation
(photons with energies > 150 eV). Itisshown in Fig. 2.
Since the image of the paraxial zoneis overexposed, no
structural features are seen in this region. The periph-
eral zone hasanormal exposure, and structural features
of the tungsten plasma radiation are clearly seen. The
two-dimensional image shown in Fig. 2 is atime-inte-
grated image of the evolution of the three-dimensional
distribution of X-ray sources when they are generated
and move toward the array axis during the current-
induced implosion of the tungsten plasma and its radi-
ation in the imploded state. First, we can say that the
three-dimensional  time-integrated image of the
imploding plasmain soft X-ray radiation isin the form
of acylindrical brush composed of separate needles ori-
ented mostly radially. To correctly formulate the exper-
imental results that follow from the X-ray photograph
in Fig. 2, we will take into account the following con-
siderations. Various factors can be responsible for the
soft X-ray radiation of the peripheral plasma in our
experiments.

First, these may include theintrinsic radiation of the
current-carrying plasmathat emerges during its motion
into the paraxia zone—the region of maximum radia-
tion of the pinch asawhole. These may alsoincludethe
intrinsic radiation of the plasma that has already filled
the space inside the array and that arises from the sub-
sequent MHD turbulent breakthrough of the current
from the periphery into the paraxia zone.

Second, these factors may include the flash of radi-
ation from the peripheral plasmathat emergesimmedi-
ately during maximum plasmaimplosion and radiation
in the paraxial zone. It can result from the influence of
the multiterawatt photon flux from the plasma that
imploded at the pinch axis on the peripheral plasma.
The photoionization of the peripheral plasma by this
flux can cause an increase in its radiation characteris-
tics. The temperature rise in the paraxial zone at this
time may also cause an increase in the temperature and
radiation intensity of the peripheral plasmadue to ther-
mal conductivity. Finally, the flash of radiation from the
peripheral plasma at maximum Z-pinch implosion may
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Fig. 2. Time-integrated image for the pinch of the multiwire
array at energies above 150 eV. The initial array diameter
and height are 12 and 10 mm, respectively.

result from a jump in voltage between the electrodes,
which arises from a sharp increase in the impedance of
the current-carrying plasmaimploding at a high rate.

If thefirst group of factorsis correct, then theimage
in Fig. 2 can be left both by short, but long-radiating
plasmoids moving toward the axis and by plasma jets
with alength onthe order of theinitial array radiusradi-
ating in arelatively short time interval. When carefully
examining the negatives, we can see that the initia
points of the plasmajet trajectories are tied to the wires
and do not go beyond the outer array radius. Conse-
quently, these are the streams of imploding plasma
rather than the expanding plasma after the Z-pinch
implosion. The imploding plasma of the multiwire
array largely consists of plasmoids with axial and azi-
muthal sizes of lessthan 1 mm, i.e., small compared to
the array radius and length. The radia length of these
plasmoids cannot be determined from our time-inte-
grated X-ray photograph. However, it follows from the
X-ray photographstaken with an exposure of about 3 ns
that immediately before the main radiation pulse, the
length of some plasmoids is comparable to the initial
array radius (Fig. 3).

If the second group of factors is correct, then we
have an X-ray photograph of the pinch taken during its
maximum implosion and radiation (615 ns). We see
from this photograph that by no means was al of the
plasma collected in the paraxial zone by thistime.

At present, we cannot choose the only factor from
those listed above, although the second group of factors
seems most plausible. However, in any case, the main
conclusion that follows from the X-ray photograph
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Fig. 3. Image of part of the imploding multiwire array at
photon energies above 150 eV 138 ns after the onset of
current; the exposure is 3 ns. The linear array mass is
285 pg cm™2, the array consists of 30 tungsten wires 8 pm
in diameter; the initial array radius and height are 10 and
10 mm, respectively. The dark regions indicate the plasma,
and the white line indicates the location of the axis of sym-
metry of the array.

shownin Fig. 2isbeyond question: the spatial structure
of the imploding plasmais axially and azimuthally so
inhomogeneous that any one-dimensional or even two-

array J 6 mm

[

\
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dimensional imploding plasma shell is out of the ques-
tion. The initial spatial inhomogeneity of the acceler-
ated plasmaand the nonsimultaneity of itsgeneration at
the starting radius are so large that it would be improper
to use the formalism of Rayleigh-Taylor instability to
describe the implosion dynamics of the pinch plasma.

Let us now turn to the images of the plasma that
arises from the current-induced implosion of multiwire
arrays at photon energies above 1 keV. First, note that
when using a composition of two coaxia multiwire
arrays 12 and 6 mm in diameter and 15 mm in length,
we can obtain its imploded radiating state of very high
geometrical quality. The X-ray photographs for this
case are shown in Fig. 4. The diameter of the pinch
image at energies above 1.5 keV does not exceed
400 um, which corresponds to a degree of implosion of
30 when measured from theinitial diameter of the outer
array. The total discharge current in this experiment
was approximately 3 MA, the duration of the X-ray
pulse at half maximum was approximately 6 ns, and the
active power in the discharge circuit was about 4 TW.
The corresponding time dependences of the discharge
current and the X-ray intensity are shownin Fig. 5.

In our experiments, the high-quality implosion of
the composite pinch shown in Figs. 4a-4c and 5 was
achieved by carefully choosing theinitial parameters of
the multiwire arrays. The implosion quality of single
arrays and composite systems for other parameters was
not so high. The time-integrated X-ray photographs of

LI B L

-

e .y TR

array [J 12 mm

(a)

S]]

®  (©

Fig. 4. Time-integrated pinhole image of a 15-mm-long composite pinch. The photon energy is above (a) 150 eV, (b) 1 keV, and
(c) 1.5 keV; the pinch diameter in Fig. 4c is approximately equal to 400 pm.
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Fig. 5. Time dependences of (1) the discharge current I,
MA, (2) the derivative of the current di/dt, arb. units, and
(3) the intensity of soft X-ray radiation, arb. units, for the
X-ray photograph in Fig. 4.

the implosion of single arrays show that azimuthally
and axially inhomogeneous structures of radiating
plasma with hot spots and a number of radial out-
growths are formed in the paraxial zone of the multi-
wirearray. These structures are clearly seenin thetime-
integrated X-ray photographs (see Figs. 6, 8, and 9)
taken in the photon energy range 150-2000 eV. For
example, the intensely radiating outgrowths in Fig. 6
are not connected with the main body of thepinch at all.
In general, the pinch structure is most inhomogeneous
in the near-cathode region. In cases of highly developed
inhomogeneities, the X-ray pulseisbroadened and con-

{

/

Fig. 6. The time-integrated X-ray photograph of part of a
pinch about 5 mm in length with separated plasmoids for
photons with hv > 1 keV: (1) plasma outgrowths; (2) near-
cathode pinch region.
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tains additional maxima (see Fig. 7). We may assume
that the structural elements of the pinch seen in the pin-
hole images radiate at different times, increasing the
total duration of the X-ray pulse. The presence of radi-
aly oriented radiating pinch elements can aso be
explained by the fact that the discharge current flows
through channels some of which have an appreciable
radial component not only near the electrodes (cathode)
but also in the bulk of the imploding plasma.

The high spatial resolution of our pinhole cameras
allows usto examine the fine structure of the imploded
radiating pinch plasma even without time resolution.
Figures 8 and 9 show the fine structure of the radiating
pinch regions with aresolution higher than 50 pm over
the observed object. Axial inhomogeneity of the radiat-
ing plasmais more characteristic of the pinch shownin
Fig. 8, while azimuthal inhomogeneity is clearly seen
inFig. 9. The set of our experimental resultsreveal s not
atubular structure of the pinch but two separate current
radiating channels interacting through their own mag-
netic fields.

5. DISCUSSION OF EXPERIMENTAL RESULTS

5.1. The Z-Pinch of a Multiwire Array
as a Radial Plasma Rainstorm

Let us consider the schemes shown in Figs. 10 and
11 as aworking model for the fast implosion of amul-
tiwire array based on our experimental results and the
results from [1-3]. During plasma production, a plane
plasma stream propagates from each wire, as from the
initial outer boundary in the (rz) plane, toward the axis
of the multiwire array. The number of streams formed
is equal to the number of wires (Fig. 10a). Let us con-

Fig. 7. The current (1, MA) and the intensity of soft X-ray
rediation (2, arb, units) (hv ~ 200 €V) corresponding to the
pinholeimagein Fig. 6.
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Fig. 8. Azimuthally axial inhomogeneities of the radiation of
apinch region; the pinch diameter is approximately 0.8 mm.

sider the behavior of an arbitrarily chosen stream
(Figs. 10b-10d). Throughout the plasma production,
the outer boundary of the stream is rigidly tied to the
plasma-generating zone—the exploded wire that shifts
only dightly. Having reached the axis, the inner bound-
aries of the plasmastreamsfrom thewires produce apre-
cursor pinch. The plasma production along an individual
wire terminates nonsimultaneously. In the places where
it terminated, the outer boundary of the plane plasma
stream begins to radially shift toward the axis. Since the
termination of the plasma production along the wire is
not simultaneous, the outer boundary of the plasma
stream in the (r2) planeis spatially inhomogeneous. The
[} x H] force increases this inhomogeneity as the plane
plasmastream is radially displaced and collapses.

The axially inhomogeneous radial collapse of
plasma streams from the wires (or even their breakage)
givesrise to isolated pinches with outgrowths directed
radially, from the axis outward, toward the plasma-pro-
ducing wires in the paraxia zone. The combination of
neighboring plasma streams into isolated pinches and
the radiation from them can take place earlier than the
arrival of the pinchesat the array axis. In addition, some
of theisolated pinches can also merge with neighboring
pinches before they reach the array axis. During the
interaction of separate streams, an azimuthal velocity
component can locally arise in some of the plasmoids.
Plasmoids with a nonzero azimuthal velocity will not
reach the axis of symmetry of the array. As aresult, a
radiating pinch structure arises (its model is shown in
Fig. 11).

The recorded azimuthal and axial inhomogeneities
of the imploding plasma of a multiwire array result
from the break of the azimuthal magnetic flux through

Fig. 9. Thefineradially azimuthal pinch structure: (1) for photons with hv > 150 eV; (2) for photonswith hv > 1 keV; (3) the diam-

eter of the radiating filament, 200 pm.
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the multiwire array in its parts where the plasma pro-
duction terminated because of the evaporation of the
wire material. For the plasma stream from each wire,
the process of plasma production and its termination is
random. Thus, the inhomogeneity is predetermined, on
the one hand, by the well-defined initial structure of the
array and, on the other hand, by the statistical nature of
the plasma production.

The structure of the radially elongated plasmoids
moving into the paraxial zone of the array clearly
shows up against the background of a more homoge-
neous plasma with a lower density [4]. Below, we call
this stream aradial plasma rainstorm.

5.2. Existing Models of a Z-Pinch

Giving this name to our phenomenological model
for the implosion of a multiwire array, we seek to
emphasize the distinctive features of its implosion
dynamics. These features clearly show up in an actual
experiment but are disregarded in the standard models
of aZ-pinch. The " snowplow” and plasma-liner models
of pinches as well as their modifications for numerical
simulations [5] belong to these models. These models
assume the presence of a more or less homogeneous
cylindrical plasma shell before the onset of pinch
implosion followed by the growth of two-dimensional
MHD instabilities during the implosion. A “heuristic
model” for the Z-pinch of a multiwire array and its
modifications for numerical simulations, which define
the initial phase and dynamics of the current-induced
implosion of amultiwire array with an allowance made
for the azimuthal and axial inhomogeneities of the ini-
tial plasma, have appeared in recent years [6-8]. A
pinch model based on toroidal buoyant toroidal mag-
netic flux tubes forming on the periphery and converging
toward the pinch axiswas suggested to describe the ener-
geticsof theimploded state of afast Z-pinch [9, 10]. This
one-dimensional model assumes MHD turbulent mix-
ing of the magnetic flux that penetrates into an imploded
pinch with a velocity close to the Alfven velocity. The
power of the magnetic energy transfer in thisflux per unit
pitch length isestimated in [9, 10] to be

H2
W = xg‘f’[anVA, (1)

whereH,, [Oe] isthe azimuthal magnetic field strength of
thecurrent | [A] flowing through apinch of radiusr [cm],
and V, [cm s7] isthe Alfven velocity. Assuming that
- 02! !
Hy = 027, Vi D10|v|“2'
where M [g cm™] is the linear pinch plasma mass, we
obtain

[Wicm]. ()]

12

3

_ .~-10 X1
Hy = 10794
rM
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Fig. 10. A model representation of the imploding plasma of
amultiwire array: (@) the orientation of the planesin which
the plasma moves from the wires toward the array axis;
(b), (c), and (d) the development of an instantaneous
r—z plasma structure in one of the planes. The dark regions
indicate the plasma; (1) the wire region where the plasma
production is still taking place; (2) the region where the
plasma production has already terminated.

Here, x isanumerical dimensionlessfactor onthe order
of unity, whose value can actually be determined only
experimentally. In [9, 10], it was calculated by assum-
ing that part of the imploding pinch plasma is filled
with toroidal magnetic flux tubes from the periphery
converging toward the pinch axis. Assuming that the
tube volume is small compared to the plasma volume,
the authors of [8, 9] consider this model to be one-
dimensional, which simplifies calculations.

Our experiments show that none of the above mod-
els corresponds to the actual dynamics of the fast
Z-pinch of a multiwire tungsten array in the required
measure. The model describedin[9, 10] seemsto better
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Fig. 11. A model representation of the structure of the radi-
ating pinch plasma: (1) plasma outgrowths; (2) exploded
wires; (3) hot spots.

agree with experiment, because it takes into account the
MHD turbulent pattern of the imploded pinch. How-
ever, for the axially azimuthal inhomogeneity of the
imploding plasmain an experiment, the concept of tor-
oidal magnetic flux tubes [9, 10] is inapplicable,
because the torus is an azimuthally homogeneous geo-
metrical figure. In the model of a plasmarainstorm, the
plasmoids transforming during plasma production and
pinch implosion rather than the toroidal magnetic flux
tubes against a homogeneous plasma background are
the inhomogeneities. For this reason, to take into
account theinhomogeneity structurein the plasmarain-
storm, the above parameter x should be calculated from
different assumptions. In addition, the strong depen-
dence of the energy transfer power W on the current |
and radius r of the imploded plasma (W O 13/rM¥2) in
the model presented in [9, 10] requires detailed knowl-
edge of theradial current distribution in the pinch. The
necessary theoretical modification of formula (2) is
beyond the scope of our experimental studly.

The plasma rainstorm shown in Figs. 2 and 4a can
serve as an indicator for the implosion quality of a
Z-pinch. The rainstorm occupies amost al of the space
inside the array if not al of the plasmawas collected in
the paraxial zone by the time of intense pinch radiation;
i.e., the plasma production is excessively prolonged,
and the implosion quality is unsatisfactory (Fig. 2). In
contrast, for the composite pinch with the best radiation
parameters (Fig. 4), the rainstorm occupies only part of
the space inside the inner array. In this case, the pro-
longed plasma production in the inner array delays the
ultimate implosion of the entire composition, so the
outer peripheral plasma has time to implode to a
smaller radius.
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5.3. Azimuthal Inhomogeneity of the Imploded Sate
of a Z-Pinch

Let us now discuss the filaments—the azimuthal
inhomogeneity of theimploded state of aZ-pinch. Dur-
ing the spatially inhomogeneous prolonged plasma pro-
duction, the plasmoids are radially elongated clumps of
dense plasma with relatively small diameters. As the
plasmoids contract toward the array axis, they decrease
in radial size and merge into isolated filaments—the
plasma structures elongated mainly along the discharge
axis.

The filamentary structures in Z-pinches are well
known [11-16]. The necessary condition for their
maintenance is an excess of the total discharge current
| over the current J that corresponds to the Bennett
equilibrium condition for the pinch as awhole:

1°> 3% = 32x107%(T, + ZT)N,;. (3)

Here, | and J are measured in MA, N, = M/m [cm™] is
the linear ion density, m [g] is the ion mass, T, and
T, [eV] are the electron and ion plasma temperatures,
and Z is the effective ion charge.

The maximum possible number of current-carrying
plasmafilamentsf at a given current | is determined by
the condition for the maintenance of Bennett equilib-
rium for each filament:

2
f = _Lm . (4)
32x10°(T, + ZT )M

Naturally, the Bennett equilibrium of each filament
does not hinder their group contraction.

Under typical experimental conditions at the
Angara-5-1 facility for a total discharge current | =
2.5MA and a linear tungsten plasma mass M = 5 x
104 g cm, two current filaments will be maintained,
for example, at an electron temperature of T, = 200 eV,
Z ~ (T,)%% ~ 14, and an ion temperature of T, = 3000 V.
We observed two filaments in an imploded pinch in a
number of experiments. A larger number of filaments
could be maintained in the pinch when the discharge
current and the temperature and linear mass of the
imploding plasmaincreased, because all of the plasma
parametersin the denominator of formula(4) are small.
However, in this period of process development, the
plasma streams have such a pronounced axial inhomo-
geneity and radial orientation that it makes no sense to
speak about the current filaments elongated along the
discharge axis.

The number of filaments at the final stage of pinch
implosion depends on many factors, including the ini-
tial azimuthal current distribution at discharge cold
start and the magnetic-field diffusion time, which deter-
mines the rate of inhomogeneity smearing or merging
of neighboring filaments.

We repeat in connection with the first of these fac-
torsthat for the current-induced implosion of multiwire
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arrays, theinitial conditions for the formation of struc-
tures are specified by the strong azimuthal inhomoge-
neity of the plasma-producing medium. Numerous cur-
rent filaments are formed in discharges with a rapidly
rising current through an azimuthally homogeneous
medium (gas), which also mergeinto several current fil-
aments during the implosion [1]. In this context, there
is no qualitative difference between the implosion of a
tungsten multiwire array and the implosion of a gas
liner made of material with alarge atomic number, for
example, xenon. Quantitatively, the degree of implo-
sion of multiwire arrays, especially composite ones, is
higher than the degree of implosion of a xenon liner,
because the initial plasma-production structure in the
arrays is more regular than the current filaments ran-
domly scattered with respect to azimuth in xenon.

We will estimate the smearing time 1 of the plas-
moids and filaments due to plasma diffusion in a mag-
netic field from the condition

4Anod
c’B

where & isthe characteristic diameter of the structure, o
is the plasma electrical conductivity, c is the speed of
light, and (3 is the ratio of the gas-kinetic plasma pres-
sure to the magnetic plasma pressure. Assuming that
B~1,06~1mm,ando ~10* s for astate closeto the
imploded, equilibrium state, we obtain T ~ 108 s. Aswe
see, the estimated diffusion smearing time of filaments
in the phase of an imploded pinch is on the order of the
pinch pulse duration. At the stage of discharge develop-
ment (~100 ns) under prolonged plasma production
conditions (~70 ns), B < 1, so the diffusion smearing
time scale for the forming inhomogeneities is much
longer than 108 s. Consequently, the inhomogeneities
will not be smeared at this time either. Thus, the esti-
mated rates of diffusion smearing of the inhomogene-
ities both during the formation of a plasma rainstorm
and in the imploded pinch state are consistent with the
experimental evidence of their existence.

10 5)

6. CONCLUSIONS

Our experimental results show that for the current-
induced implosion of multiwire tungsten arrays, signif-
icant azimuthal and axia plasma inhomogeneities
result from discharge cold start and prolonged plasma
production, which determine the subsequent implosion
dynamics of the generated plasma. The [j x H] forces
cause the generated plasma to collapse toward the
paraxial zone in the form of numerous radially elon-
gated plasmoids with relatively small diameters. Asthe
plasmoids contract toward the array axis, they decrease
inradial size and mergeinto isolated plasmacurrent fil-
aments elongated mainly along the discharge axis. The
plasma of the forming Z-pinch also remains spatially
inhomogeneous at the time of intense X-ray radiation.
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We call this stream of plasmoids a radial plasma
rainstorm. Since the origina inhomogeneities of the
imploding plasma resulting from cold start and pro-
longed plasma production have a crucial effect on the
final parameters of the multiterawatt radiating Z-pinch,
we believe that the models of a superterawatt radiating
Z-pinch in plasmaof matter with alarge atomic number
that disregard the effects of cold start and prolonged
plasma production do not correspond to reality.
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Abstract—The excitation of an equilibrium subsystem of point defectsin plastically strained NaCl:Eu crystals
has been studied. It is established that the macroplastic straining of crystals containing three-dimensional EuCl,
precipitates leads to a decrease in the amount of these precipitates, accompanied by the appearance of new
emission centers of two types. In the easy glide stage, the plastic straining is additionally accompanied by a
decrease in the fraction of flat EuCl, precipitates and an increase in the content of nonequilibrium small-size
complexes of impurity—vacancy dipoles sensitive to an external magnetic field. In thoroughly annealed crystals
with the point defect subsystem in a nearly equilibrium state, individual dislocations exhibit displacement
caused by the action of a pulsed magnetic field and by the joint action of constant and microwave magnetic
fields under the electron paramagnetic resonance conditions. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

The influence of magnetic fields on the mechanical,
optical, and electrical properties of diamagnetic solids
with structural defects has been extensively studied
(seereviews|[1, 2]). The main common feature of these
phenomenaisthat alow-energy magnetic field with an
induction of ~1 T, capable only of transferring to a
paramagnetic particle (or a structural defect) an
energy two to three orders of magnitude below the
average energy of thermal fluctuations, can lead to a
significant (sometimes severafold) change in the
parameters of plasticity and other properties of the ini-
tial crystals.

This problem has been solved in the case of magne-
toplastic effects (M PESs) related to achangein the struc-
ture of point defect clusters in ionic crystals. It was
established [3-6] that the external magnetic field
affects the structure of nonequilibrium intermediate
clusters of point defects arising in the crystals as a
result of aggregation of impurity—vacancy dipoles upon
guenching. Previously, direct experimental evidence of
the participation of spinsin MPESs was obtained [5, 6].
This, as well as thermodynamic considerations devel-
oped in the physics of spin-dependent processes involv-
ing structural defects[7] and in the spin chemistry [8, 9]
led to the conclusion that nonequilibrium conditions
are necessary to provide for the effect of a weak mag-
netic field upon the physical properties of materials. At
the same time, there are reliable and well-reproduced
MPESs that do not require any intentional excitation of
the equilibrium subsystem of defects for the manifesta-
tion of changesin the plasticity of crystals exposedto a
magnetic field [10-18]. Asis known, the motion of dis-

locations is capable of generating new defects [19, 20]
and violating the equilibrium distribution of paramag-
netic impurity ions over clusters of various types. In
principle, thisfactor can favor the formation of magne-
tosensitive configurations of such clusters, similar to
those appearing upon quenching, or complexes of the
dislocation—vacancy type studied in [10-15].

Thegoals of thisinvestigation were asfollows: (i) to
find and study the excited states of defects created by
moving dislocations in aged NaCl:Eu crystals with an
initial equilibrium distribution of Eu over the clusters of
various configurations; (ii) to verify the hypothesis that
magnetically sensitive Eu clusters can form in the
course of plastic straining of aged and thoroughly
annealed crystals; and (iii) to establish the possible
mechanisms of defect nucleation and identify the types
of nonequilibrium defects generated in the course of
plastic straining.

2. EXPERIMENTAL METHODS

The choice of NaCl:Eu crystalsfor thisinvestigation
isrelated to the fact that EU?* ions are convenient spec-
troscopic labels for (i) detecting magnetic-field-
induced changes via measurements of the photolumi-
nescence (PL) spectra [21], (ii) determining the
concentration of free impurity—vacancy dipoles, and
(iii) monitoring the time variation of this concentration
by means of the electron paramagnetic resonance (EPR)
spectroscopy [22]. In addition, it was recently established
experimentally [5] that Eu?* ions participate in spin-
dependent events influencing the plasticity of NaCl:Eu
crystalsin an external magnetic field.

1063-7761/03/9704-0754%$24.00 © 2003 MAIK “Nauka/Interperiodica’
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The experiments were performed with NaCl:Eu sin-
gle crystals of three types: (i) crystals aged for five
years at room temperature after growth (Eu content,
0.1at. %); (ii) crystas annealed for two weeks at
700°C (with one-week heating and cooling stages),
containing 0.01 at. % Eu; and (iii) quenched samples
prepared from aged crystals by heating for 1 h at 700°C
and rapid cooling at an average rate of 5 K/s.

The macroplastic straining of crystals was per-
formed either in an Instron machine operating in the
strain rateinterval from 10°to 102 s or in aspecialy
constructed hard machine combined with a setup for PL
investigations. The PL spectra of the crystals were
excited by UV radiation from a xenon lamp (DK SSh-
120) passed through a monochromator (MDR-4). The
spectrawere detected in the wavelength rangefrom A =
400 to 650 nm using the second monochromator
(MDR-6) and a photomultiplier (FEU-106). Unless
otherwise stated, the PL spectrawere recorded at room
temperature using excitation at a wavelength of
370nm. For detecting the magnetic-field-induced
changesin the PL spectra, the sample was placed into a
solenoid in which magnetic field pulses having a half-
sine shape with aduration of 10 msand an amplitude of
B =6 T were generated.

The mobility of individual dislocations was studied
by the method of double chemical etching. Intheinterval
between the two etching steps, the sample was placed
into acylindrical cavity of astandard X-band radiospec-
trometer tuned to an EPR line related to the change in
plasticity (for detail, see [4, 5, 23]). After exposure of
the crystal in mutually perpendicular constant and
microwave magnetic fields, amean range L of the edge
dislocations at a given value B of the magnetic induc-
tion was determined from the results of 100-200 mea-
surements. The next analogous sample was used to
determine L at a different B value. Using 40-50 sam-
ples, we obtained the field dependence L(B) measured
under otherwise identical conditions, including the
same parameters of the microwave magnetic field.

3. EXPERIMENTAL RESULTS

3.1. The Effect of Plastic Straining
on the Photoluminescence of Crystals

Thetypical PL spectrum of an unstrained aged crys-
tal exhibited several bands (Fig. 1, € = 0). The straining
of acrystal led to redistribution of the emission inten-
sity between various regions of the spectrum and to the
appearance of anew, previously unreported band at A =
536 nm (Fig. 1). The strain-induced changes in the PL
spectrum were retained upon unloading of the crystal
and could be observed during storage of the sample at
room temperature over not less than three months. These
changes occur in the bulk of the crystal, rather thanin a
surface layer, since the PL spectra measured from a
freshly cleaved surface of a prestrained sample were
identical to the spectra of strained crystalsin Fig. 1.
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Fig. 1. The PL spectra of aged NaCl:Eu crystals strained to
various relative deformations (¢ = 0-29%).

In order to determine to what extent the changes
observed in the PL spectrum are related to the motion
of dislocations, the monochromator in the detection
channel was tuned to A = 410 or 536 nm and variation
of the PL intensity at each of these wavelengths was
measured as dependent on the relative deformation € of
the crystal, simultaneously with recording of the stress—
strain (o—) diagram. It was established that the PL
spectrum remains virtually unchanged until reaching
theyield point (see theinset in Fig. 2). When theyield
point is reached and the intense multiplication of dislo-
cations begins, the PL intensity at A = 410 nm exhibits
a sharp drop, while that at A = 536 nm increases
(Fig. 2). At the end of the easy glide stage, these
changes s ow down; in the stain hardening stage, the PL
intensity in both spectral regions almost ceases to
change with further increase in the relative plastic
deformation. Thus, the strain-induced variations in the
PL spectrum are sensitive to change in the stages of
crystal straining, corresponding to the amount of dislo-
cations and the regime of their motion.

The PL spectrum of a strained aged crystal could be
decomposed into several Gaussian lines (Fig. 3) with
strictly fixed centers of each component. These compo-
nents include four previously reported emission bands
centered at 410, 427, 439, and 480 nm (see, e.g., [24]).
These components were characterized by the positions
of their centers and by the linewidth known from [24].
Broadening of the left wing of the new component cen-
tered at A = 536 nm, as well as a large rms deviation
obtained in attempts at modeling the observed spectrum
using only five components, allowed us to suggest that
straining of the samples|eads to the appearance of two,
rather than one, new emission bands. In order to verify
this assumption, the PL spectrum was measured using
pulsed excitation by a nitrogen laser with A = 337 nm
and a pulse width of 10 ns, instead of the xenon lamp.
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(2) and (b) mechanical stress o versus relative deformation €
of aged NaCl:Eu crystals. Vertical dashed lines indicate the
yield point (Ieft) and the end of the easy glide stage (right).
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Fig. 3. The PL spectrum of an aged NaCl:Eu crystal strained
to € = 20% decomposed into Gaussian components centered
a A =410 (1), 427 (2), 439 (3), and 480 nm (4) (known
from [24]) and two new components centered at A = 536 (5)
and 599 nm (6). The inset shows a part of the PL spectrum
excited by the radiation of a pulsed nitrogen laser with A =

337 nm and a pulse width of 10 ns.
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With this excitation, an additional PL peak was clearly
pronounced at A = 599 nm (see the inset to Fig. 3).
Thus, the plastic straining of NaCl:Eu crystals leads to
the appearance of two new emission bands. With allow-
ance for these components, the PM spectrum was mod-
eled using six Gaussian lines with a precision of 0.999.
In the following investigation, the behavior of each
band was traced separately.

In order to determine whether the new emission
bands correspond to intrinsic or impurity defects, we
studied the effect of straining on the luminescence of
guenched NaCl:Eu crystals. The PL spectrum of a
guenched crystal is simpler as compared to the spectra
of other samples, since coarse precipitates are dissolved
at elevated temperatures. The spectrum remained
unchanged upon straining a quenched crystal up to € =
25% (Fig. 4a). The new emission bands appeared nei-
ther in nominally pure NaCl crystals nor in the aged or
quenched crystals of NaCl:Ca (containing 0.01 at. %
Ca), although the dimensions of Ca?* ions, the types of
precipitates formed by thisimpurity, and the conditions
of didocation motion were analogous to those in the
aged NaCl:Eu crystals. These results indicated that the
new PL bands are related to the formation of centers
that contained Eu, rather than to the F-like centers such
as those reported in [19, 20]. This conclusion is also
confirmed by similarity of the luminescence excitation
spectrum of the new band to the excitation spectra of
other known precipitates and complexes containing Eu
(Fig. 4b).

Theisochronous annealing of strained aged crystals
at various temperatures, followed by cooling in air,
leads to the disappearance of all emission bands (both
strain-induced and those observed in the spectra of
unstrained crystals) in favor of a single band at A =
427 nm. Upon annealing, the intensity of this band
exhibits a more than 20-fold increase (Fig. 5). The
annealing temperature necessary for the complete sup-
pression of emissioninthebandsat A = 536 and 599 nm
is significantly lower than that for the elimination of
other bands (Fig. 5).

3.2. The Effect of Magnetic Field
on the Photoluminescence
of Plastically Strained Crystals

In the next series of experiments, the aged crystals
were unloaded between sequential straining steps and
subjected to the action of a pulsed magnetic field. The
PL spectra were measured before and after the expo-
sure of strained crystals to the magnetic field. The dif-
ference between the two spectra was evidence of the
magnetic field effect upon the luminescence of sam-
ples. It was found that exposure of the NaCl:Eu crystals
to magnetic field leads to a redistribution of the emis-
sion intensity between various components of the PL
spectrum (Fig. 6). The study of variation of each sepa-
rate component showed that the intensity of emission at
A =427 nm decreases, while that of the band at 439 nm

No. 4 2003



MAGNETOSENSITIVE DEFECTS GENERATED DURING PLASTIC STRAINING 757

E, eV
3.0 28 26 2.4 2.2 2.0
1.OF T fi T T T T ]
B
Iz ¢ e
g a
= .
B o
~ a
2
o
2

1, rel. units

Fig. 4. (a) PL spectraof quenched NaCl:Eu crystals strained
toe =0 (1) and 25% (2). (b) The excitation spectra for the
PL bandsat A =410 (1), 536 (2), 439 (3), and 427 nm (4) of
an aged crystal strained to € = 20%.
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Fig. 5. Plots of the integral intensities | of separate compo-
nents of the PL spectrum versus temperature T of isochro-
nousannealing (15 min; air cooling) for aged NaCl:Eu crys-
tals strained to € = 25%: A = 480 (1), 439 (2), 410 (3),
427 (4), 536 (5), 599 nm (6).

increases. The other bands, including the new ones at
A =536 and 599 nm, were not affected by the applied
magnetic field (Fig. 6).

The external magnetic field influenced the PL spec-
traof strained crystalsonly in anarrow range of relative
deformations € corresponding to the easy glide stage
(Fig. 7). The maximum effect of the applied magnetic
field on the luminescence was always reached in this
stage, whereas it was absent in the elastic region and in
stages of strain hardening (Fig. 7).

For comparing the effect of straining to that of the
magnetic field, the two treatments were applied in dif-
ferent ordersto the same sample (Fig. 8). The exposure
of the unstrained sample to magnetic field did not
change the PL spectrum (Fig. 8). The straining
increased theintensity of emission at A = 427 nm, while
the magnetic field decreased this intensity. After expo-
sureto magnetic field, the crystal s exhibited continuous
changes accompanied by aslow decreasein intensity of
the emission band at A = 427 nm (Fig. 8). An analogous
behavior was observed upon deformation of the crystal
without exposure to magnetic field (Fig. 8). Note that
the effect of magnetic field on the luminescence can be
repeatedly observed on the same sample subjected to
the next straining step after the previous exposure to
magnetic field (Fig. 8). In the case of repeated expo-
sures of a strained crystal to magnetic field, the PL
spectrum exhibited a change only after the first pulse,
while the subsequent pulses |eft the spectrum virtually
unchanged.

3.3. The Effect of Magnetic Field on the Mability
of Individual Dislocationsin Annealed Crystals

Previoudly [5], we reported on the MPE in NaCl:Eu
crystals, which was manifested in the same stage of

1, rel. units

Fig. 6. PL spectra of aged NaCl:Eu crystals strained to
€ = 2%, recorded (1) before and (2) after exposure to mag-
netic field and decomposed into Gaussian components
(depicted by thin solid and dashed lines, respectively).
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Fig. 7. Plots of (1) relative intensity change Al/I of the PL
band at A = 427 nm under the action of magnetic field and
(2) mechanica stress o versus the relative deformation €
(before exposure to the field) for aged NaCl:Eu crystals.
Vertical dashed lines indicate the yield point (left) and the
end of the easy glide stage (right).

impurity aggregation upon quenching as that in which
we observe the effect of magnetic field on the lumines-
cence [21]. For this reason, it was of principal interest
to study the effect of magnetic field on the mean range
of individual dislocations in the crystals upon pro-
longed annealing, that is, in amaterial where the distri-
bution of impurity ions over the clusters of various con-
figurationsis close to equilibrium.

Upon introducing dislocationsinto such crystalsvia
scratching of the sample surface followed by chemical
etching, exposure to magnetic field (a 10-ms pulse of

I, rel. units
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Fig. 8. Plot of integral intensity | of the PL band a A =
427 nmversus current timet for an aged NaCl:Eu crystal in
the course of various sequential treatments: (1) no external
factors; (2) plastic straining; (3) magnetic field action (the
time scae of exposures to magnetic field is strongly
expanded).
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B=6 T amplitude), and second etching step, it was
found that the magnetic field produced asignificant dis-
placement of the dislocations as compared to that in the
samples not exposed to the field. The exposure of such
crystals in the crossed microwave and constant mag-
netic fields (exciting EPR in the structural defects) pro-
duced a shift of theindividual dislocations, the range of
which reached a maximum at certain discrete values of
B (Fig. 9). This effect was observed only for the mutu-
ally perpendicular orientation of the constant and
microwave magnetic fields, that is, the dislocations
exhibited a shift only under the conditions of EPR for
the spin-dependent transitions.

Therefore, the mechanism of magnetic field action
upon plasticity is related to the field-induced spin tran-
sitionsin structural defects. The observed MPE is anal-
ogous to that reported previoudly [5, 6], whereby the
magnetic field changes the state of nonequilibrium
complexes of point defects formed as a result of
guenching.

4. DISCUSSION OF EXPERIMENTAL RESULTS

The observed variation of the PL spectraof NaCl:Eu
crystals depending on the sample deformation stage
(Fig. 2) indicates that the interaction between disloca-
tions and precipitates leads to the formation of defects
of new types containing Eu atoms. Therefore, analysis
of the obtained experimental data requires knowledge
of the atomic structure of Eu complexes present in the
crystals prior to straining.

Figure 10 shows schematic diagrams representing
some of the known complexes, the structures of which
were established by X-ray diffraction in combination
with data on contributions to the PL spectra [26]. The

Y g
MMW

H, Oe

Fig. 9. Plot of mean range L of individual edge dislocations
in aged NaCl:Eu crystals versus strength H of a constant
magnetic field applied (1) simultaneously with an orthogo-
nal microwave (9560 MHz) magnetic field (15 min) and
(2) in the absence of a microwave field.
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corresponding quantum yields were reported in [27].
The three-dimensional EuCl, precipitates with a fluo-
rite structure are responsible for the emission band cen-
tered a A = 410 nm (quantum yield, ~0.1). The flat
EuCl, precipitates occurring in the (111) plane
(Fig. 10b) and (301) plane (Fig. 10c) emit in the bands
centered at A = 439 and 480 nm, respectively, with a
guantum yield of about 0.3. Far fewer dataare available
on the atomic structure of small-size clusters composed
of a small number (below ten) of impurity—vacancy
dipoles. The possible configurations of such complexes
(Fig. 10a) weretheoretically calculated by means of the
free energy minimization [28]. It was reliably estab-
lished that these defects, together with separate impu-
rity—vacancy dipoles [26, 28-30], contribute to the PL
band centered at A =427 nm; the quantum yield of these
defects falls within 0.98-1.00 [26].

In order to interpret the observed pattern of changes
inthe PL spectrum of NaCl:Eu crystalsunder the action
of plastic straining and magnetic fields, it is necessary
to consider differences in the dependence of the inten-
sity of various spectra components on the relative
deformation € (Fig. 11). The PL bands related to the
three-dimensional precipitates, aswell as the new band
at A = 536 nm, exhibit saturation on approaching € =
10% (Fig. 11a), while changes in the intensity of bands
due to the flat precipitates attain plateaus only at € ~
20% and the PL band due to small-size clusters of
impurity—vacancy dipoles exhibits no saturation at al
(Fig. 11b). Additional grounds for dividing the spectral
components into two groups, as presented in Figs. 11a
and 11b, was provided by a comparative analysis of the
absolute values of changesin the integral intensities of
separate PL bands caused by plastic straining. Thereare
strong changes in the intensity of PL bands due to the
three-dimensional precipitates and the new band at A =
536 nm, and less pronounced variations in the other
parts of the PL spectrum. The same conclusion follows
from an analysis of the effective radius of interaction
between dislocations and precipitates, calculated using
a method described in [31]. According to these esti-
mates, the effective radius of the interaction of disloca-
tions with the three-dimensional precipitates and the
new defects is approximately 9-11 A, while an analo-
gous value for the emitting defects of other types is
about 1-2 A.

Thus, processes taking place under the action of
plastic straining can be divided into two types. (i) trans-
formation of the three-dimensional EuCl; precipitates
into defects emitting at A = 536 nm and (ii) transforma:
tion of the flat EuCl, precipitates into small-size clus-
ters (precipitates cut by dislocations).

The new emission band centered at A = 599 nm can-
not be unambiguously attributed to either of the above
types because of weak intensity and a relatively small
contribution to the total PL spectrum. However, the
possibility of separating the component at A = 599 nm
by replacing continuous radiation of axenon lamp with
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Fig. 10. Schematic diagrams showing the atomic structures
of complexes as revealed by X-ray diffraction in NaCl:Eu
crystals, representing (1) Eu?* ions, (2) cationic vacancies
V, and (3) Cl atoms [25]: (&) impurity—vacancy dipoles and
related small-size clusters; (b) flat precipitates occurring in
the (111) plane and emitting at A = 439 nm; (c) flat precipi-
tates occurring in the (310) plane and emitting a A =
480 nm (depicted in projection onto the (111) plane).

short excitation laser pulses (see Fig. 3 and the inset) is
indicative of a difference in the lifetimes of the excited
states emitting at 536 and 599 nm. Taking into account
that only onetype of radiative transitions can be excited
intheinterval of wavelengths used for the PL excitation
in our experiments, we may conclude that each of the
new emission bands corresponds to its own type of
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Fig. 11. Plots of theintegral intensities | of separate compo-
nents of the PL spectrum versus relative deformation € of
aged NaCl:Eu crystals: (a) components centered at A =
410 (1) and 536 (2), and their average intensity (3); (b) com-
ponents centered at 480 (1), 427 (2), and 439 (3) and their
average intensity (4) determined taking into account the
corresponding quantum yields.

defects. This conclusion is confirmed by the fact that
the two bands disappear upon isochronous annealing at
different temperatures (Fig. 5). The lower temperatures
sufficient for the annealing of the PL bands at A = 536
and 599 nm as compared to the temperatures required
for the dissolution of EUCI, precipitatesis evidence that
the new defect clusters are less stable (i.e., they possess
alower binding energy) than the precipitates (Fig. 5).

It was established that the EPR spectra of aged
NaCl:Eu crystals remain unchanged (to within a~10%
experimental accuracy) upon straining of the samples.
Since, according to [32], only isolated impurity—
vacancy dipoles contribute to these spectra, we may
conclude that plastic straining does not generate such
defects and only leads to the formation of small-size
clusters. It should be noted that summation of the PL
intensity variationsin the separate emission bands, with
allowance for their subdivision into two groups and the
corresponding quantum yields, gives constant values
virtually independent of the relative deformation level
(dashed linesin Figs. 11aand 11b). Thisresult confirms
the correctness of the notion on precursor defects and
the emission centers formed as aresult of their interac-
tion with dislocations.

The absence of changesin the PL spectra measured
upon straining the quenched NaCl:Eu crystals (Fig. 4a),
where the impurity occurs in the form of relatively
mobile impurity—vacancy dipoles and small-size clus-
ters (more effectively trapped by dislocations than the
immobile EuCl,, precipitates in the aged crystals), sug-
gests that the process of impurity trapping by disloca
tion cores can hardly explain the strain-induced

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

MORGUNOV et al.

changes observed in the aged crystals. Moreover, the
most intensive multiplication of didocations and
increase in their total length take place in the stage of
strain hardening [33], but our experiments showed that
the change in the PL spectrain this stageisrather insig-
nificant (Fig. 2). Intheregion of saturation of the strain-
induced changes in the PL spectra (i.e., for € > 10%),
the emission bands due to precipitates retain rather
large intensity. This implies that saturation of the 1(g)
curves is not caused by exhaustion of the source of
related defects. Therefore, the amount of new defects
formed in the course of plastic straining is determined
by the area swept by moving dislocations, rather than
by their total amount and length. This suggests that the
new defectsemitting at A = 536 nm occur in the vicinity
of the dlip planes passed by dislocations, rather than in
their cores. Then, saturation of the I(€) curves can be
explained by a change in the regime of dislocation
motion and the conditions of interaction between dislo-
cations and precipitatesin the stage of strain hardening.

Previoudly [22], we established that magnetic field
is capable of influencing the luminescence of NaCl:Eu
crystals viathe transformation of small—size clusters of
impurity—vacancy dipoles. A changein the structure of
these dipoles in the applied magnetic field also leads to
a change in the plasticity [3, 4]. For these reasons, it
was quite natural to observe the effect of magnetic
fields on the state of small-size clusters of impurity—
vacancy dipoles formed due to the dislocations “cut-
ting” the flat precipitates (Fig. 6). An increase in the
intensity of emission at A = 480 nm under the action of
magnetic field suggests that the field increases the rate
of relaxation of the nonequilibrium small-size com-
plexes and stimulatestheir aggregation into two-dimen-
siona EuCl, precipitates occurring in the (111) plane.
Thus, the effect of the applied magnetic field is oppo-
site to that of the plastic straining.

The dependence of the magnetic-field-induced
change in the integral emission intensity Al/l at A =
427 nm on the relative deformation € resembles an
anal ogous dependence for an M PE observed during the
macroplastic straining of NaCl:Ca crystals [34]. The
disappearance of that MPE in the stage of strain hard-
ening was explained [34] by replacement of magneto-
sensitive obstacles by those of some other types (vacan-
cies and dislocation trees) insensitive to the field. How-
ever, the present study revealed long-term (up to within
30 h) variations in the PL spectra of strained crystals
after exposure to magnetic field (Fig. 8). This behavior
indicates that changes in the PL spectra cannot be
explained by the displacements of dislocations related
to their spin-dependent interaction with a paramagnetic
impurity. This mechanism of the magnetic field action
(originally proposed in [10]) requires the presence of a
magnetic field in the course of the dislocation motion.
In our experiments, the magnetic field apparently influ-
enced the structure of small-size clusters of impurity—
vacancy dipolesin the volume of acrystal.
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Vanishing of the magnetic field effect in the stage of
strain hardening (Fig. 6) can be explained taking into
account that the magnetic field pulse applied after each
straining step reveals arelative intensity increment Al/I
related to the formation of the corresponding portion of
magnetosensitive clusters. Under the action of mag-
netic field, these clusters areirreversibly converted into
different configurations incapable of contributing to Al
during subsequent exposuresto the magnetic field. We
may suggest that the effective generation of vacancies
and dislocation forest in the stage of strain hardening
[34] is accompanied by cutting of the EuCl, precipi-
tates, leading to the formation of clustersinsensitive to
the magnetic field. In this case, the Al/I curve measured
in the course of repeated straining probably reflects an
increase in the density of magnetosensitive complexes
due to each sequential straining step.

In conclusion, it should be noted that, in contrast to
MPESs observed in quenched crystals [6], the displace-
ment of dislocations in annealed crystals exposed to
magnetic field (Fig. 9) cannot be related to the forma-
tion of magnetosensitive small-size clusters in the
course of impurity aggregation. Probably, the afore-
mentioned processes, involving the precipitate being
cut by dislocations and leading to changesin the optical
properties of aged crystals, can also take place when
dislocations are introduced into annealed samples. In
such a case, the process of dislocation introduction is
just what leads to the nucleation of magnetosensitive
clusters. It was difficult to verify this assumption in the
present study, because the aged crystals are character-
ized by a low mobility of didocations and their dis-
placements cannot be revealed by the etching tech-
nigues. In annealed crystals, the distribution of impu-
rity changes in favor of small-size clusters, which
hinders monitoring of the state of impurity by PL mea
surements. Nevertheless, the data presented in Fig. 9
allow us to ascertain that the introduction of disloca-
tions leads to the formation of nonequilibrium magne-
tosensitive defect configurations, which can be modi-
fied by the magnetic-field-induced reorientation of
spins in the short-lived states probably generated by
thermal fluctuations (for more detail, see [5, 6]). The
magnetic-field-induced changes in the structure of
these defects |eads to an increase in the mean range of
dislocations in NaCl:Eu crystals. Such defects can be
represented by quasimolecules of the dislocation—para-
magnetic impurity center type or by the aforementioned
small-size clusters contributing to the PL spectra.

5. CONCLUSIONS

1. It is established that plastic straining affects the
PL spectra of NaCl:Eu crystals. Straining of the crys-
tals causes redistribution of the intensity of emission
from the defects existing in the initial material and
leads to the appearance of new emission bands. It is
found that the motion of dislocations initiates the con-
version of three-dimensional EuCl, precipitates, emit-
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ting at A = 410 nm, into previously unknown centers of
emission with A = 536 and 599 nm, the same quantum
yield asthat of theinitial precipitates, and alower bind-
ing energy. The flat EUCI, precipitates occurring in the
(1112) and (301) planesare broken asaresult of the plas-
tic straining and transformed into nonequilibrium
small-size complexes of the impurity—vacancy dipole
type.

2. The small-size complexes of the impurity—
vacancy dipole type formed in the course of plastic
straining include a fraction of defects sensitive to a
magnetic field. The applied magnetic field accelerates
the aggregation of such defects into EuCl, precipitates.
Thus, the magnetic field increases the rate of processes
opposite to those related to the plastic straining.

3. In thoroughly annealed NaCl:Eu crystals, where
the point defect subsystem occurs in a nearly equilib-
rium state, freshly introduced edge dislocations exhibit
displacement, both under the action of a pulsed mag-
netic field with an amplitude of 6 T and under the con-
ditions of paramagnetic resonance in crossed constant
and microwave fields. This magnetoplastic effect,
observed in unquenched NaCl:Eu crystals, is probably
related to the generation of nonequilibrium Eu clusters
in the course of plastic straining after the introduction
of dislocations.

4. The defects of new types and the corresponding
emission bands can be used for the devel opment of sen-
sors and dose meters for various types of radiation,
based on the strained ionic crystals doped with rare
earth impurities [35-38]. The use of silicon-based pho-
todetectors in such devices (see [35]) requires phos-
phors with the emission bands shifted toward the red
part of the spectrum. It was demonstrated that this can
be provided by plastic straining.
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Abstract—Ballistic electron transport through atwo-terminal nanodeviceis considered. An explicit formulais
derived for the transmission coefficient of an electron asafunction of itsenergy. An equation for the parameters
of the Breit—-Wigner and Fano resonancesis abtained. Conditions are found under which a collapse of Fano res-
onancesis observed. The effect that the parameters and the arrangement of contacts have on the transport prop-
erties of asystem isinvestigated. © 2003 MAIK “ Nauka/lInterperiodica” .

1. INTRODUCTION

Inthelast decade, the study of resonant tunneling of
electrons in quantum nanostructures has attracted con-
stant interest. A number of theoretical and experimental
works have been devoted to the study of resonances and
minima of the transmission coefficient. Electron trans-
port through the Aharonov—-Bohm ring was considered
in [1-4]. The tunneling of electrons through quantum
dots connected to conducting leadsin various wayswas
theoretically investigated in [5-7]. The transport prop-
erties of acircular ballistic interferometer were studied
in[8-10]. A number of studies[11-15] were devoted to
the analysis of tunneling in quasi-one-dimensional and
two-dimensional channels containing impurities; it was
shown that two types of resonances in the transmission
coefficient are possible in these channels, ordinary
Breit-Wigner resonances and asymmetric Fano reso-
nances. Similar resonanceswere al so observed in three-
dimensional channels and constrictions [16, 17].

The Fano resonances are associated with the inter-
ference between the localized states of a discrete spec-
trum and propagating el ectron waves. Interference phe-
nomenaclosely related to Fano resonances have recently
been intensively studied both theoretically and experi-
mentally. These resonances are of universal nature and
have been observed in different systems: during the pho-
toionization of atoms, in electron and ion scattering, in
Raman scattering, and in photoabsorption in quantum
wells and superlattices. Experimentally, Fano reso-
nances of conductivity were observed in [18-20]. The
increase in attention to this problem is due to the fact
that resonant states are responsible for the operation of
such quantum electron devices as a resonance tunnel
diode and a resonance transistor. Recent achievements
inthefield of nanotechnol ogies made it possible to fab-
ricate curved conducting two-dimensional nanostruc-
tures of different configurations. These include, first of
all, fullerenes and fullerene-like structures with metal-

lic-type chemical bonds, aswell as metallic nanospheres.
Inview of thisfact, anumber of works have been devoted
to the study of transport properties of a two-dimensiona
electron gason curved surfaces[21, 22]. In these studies,
the tunneling through nanostructures in which the
motion of particles is finite attracts special interest
because these structures may form a basis for a new
generation of electron devices.

Until recently, theoretical studies of these nano-
structures have mainly been focused on one-dimen-
sional quantum rings; this fact is associated with the
difficulties arising when simulating contacts between
systems of different dimensions. Certain resultsin this
direction were obtained in [23-25]. A genera approach
to the simulation of these contacts was developed
in [26]. In the present paper, we apply this approach to
investigate ballistic electron transport through a two-
terminal nanodevice consisting of a nanostructure S of

finite dimension with two conducting leads R; and R}

connected to it. The connecting leads are assumed to be
one-dimensional and represented by the half-linesx = 0.
Asfor the nanostructure S, a general method for deriv-
ing a transmission coefficient that we apply in this
study does not impose any special restrictions on its
geometry. In particular, it may be a domain of athree-
dimensional or a two-dimensional space (a quantum
dot), a surface (quantum sphere, quantum torus, etc.),
or a one-dimensional quantum ring. The Schrédinger
equation that describes the motion of an electron in
such a structure may either be a free Hamiltonian or
contain potentials, including the vector potential of an
external magnetic field. In this paper, we consider in
detail a sufficiently general case when the nanostruc-
ture S represents an arbitrary two-dimensional surface
of finite size. It isimportant that the main results of this
paper correspond to the case of nanostructures of arbi-
trary configuration.
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2. THE HAMILTONIAN OF THE SYSTEM
AND THE TRANSMISSION COEFFICIENT

The motion of €lectronsin the one-dimensional con-
ducting lead Rf is described by the free Hamiltonian

H, = pi/2m,

where m is the effective mass of an electron, p, is the
operator of the electron momentum in the connecting
lead, and j = 1, 2 is the lead number. Denote the points
at which the conducting leads are connected to the
nanostructure by g, and g,. The wave functions of an

electron in the nanostructure S and in the leads R are
denoted by Ws and ;, respectively.

To derive the Hamiltonian H of the entire system,
one has to impose linear boundary conditions on the

wave function at the gluing points. As usualy, the role
of boundary parameters in the one-dimensional con-

necting leads R; is played by ¢;(0) and yj(0). To
obtain the boundary conditions at points g; on the sur-

face of S, one hasto consider functions that have alog-
arithmic singularity at these points [26]:

Ws(x) = -y (Llls) Inp(x ) +Vvi(Wy +Rx). (1)

Here, p(x, q;) is the geodesic distance between points x
and g; on the surface, R(x) is a remainder term that
tends to zero as x — ¢, and u(Wg) and v;(Pg) are
complex coefficientsthat play the role of boundary val-
ues for g at points g; on S. The necessity of consider-
ing singular wave functions follows from the fact that
the Green function Gqx, y; E) of the operator Hg has a
similar singularity for x — .

It isclear that the boundary conditionsthat should to
be imposed on the wave function at the contact points
represent linear relations between yj(0), ¢;(0) and
U(Wg), vi(Pg). Following [26], we write these rela-
tions as

2

Vi = 3 [ Buw - ,kwk(O)}
k=1
: @)
bO = 3 [Auwd-5- kak<0)}
k=1
j=12

Here, the elements A, By, and C; form complex 2 x 2
matrices; the self-adjointness of the operator H requires
that matrices B and C should be Hermitian. The physi-
cal meaning of the elements of these matricescan easily
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be revealed by invoking the theory of zero-range poten-
tias[27]. From the viewpoint of this theory, the diago-
nal elements of matrix B determine the magnitude of
point perturbations of operator Hg at points g; of nano-
structure S. The off-diagonal elements of this matrix
correspond to the tunnel coupling between points g;
and q,; therefore, if the effective size of the contactsis
much smaler than the distance between them, these
elements should be set equal to zero (see [28] for more
details). Similarly, we assume that matrix C is diagonal
and interpret its element C;; as the intensity of a zero-

range potential at the point x = 0in R .

Now, consider matrix A. Asisclear from formula (2),
it characterizes the coupling between the connecting
|eads and nanostructure S. Indeed, if A= 0, then bound-
ary conditions (2) decompose into four independent
equations, two of which contain only the wave function
on S, while each of the remaining equations contains a
wave function in one of the connecting leads; i.e., there
is no coupling between the leads and the nanostructure.
If Ay # Oforj # Kk, then there exist nontrivial boundary

conditions that relate lead R to point g,; this corre-

sponds to the tunneling transition of electrons from
one connecting lead to another, leaving S aside. There-
fore, in the case of one-dimensional connecting leads,
matrix A should also be diagonal. In view of the afore-
said, the boundary conditions for the wave functions
are chosen as

viWe = Bju(wy — A”llJ 0),
(©)
g;(0) = Allu Wy -

C“l]J(O) j=12

According to the theory of scattering by zero-range
potentials, the elements of matrix B that describe point
perturbations at points g; on S and the elements of
matrix C that describe point perturbations at points x =
0 in the connecting leads can be expressed in terms of

scattering lengths A{ and A on these perturbations:
mln)\:-3
w

To further facilitate calculations, let us introduce scat-
tering lengths AJA for parameters A; by the formula

_m [ A id;
AIJ_f?z“/)\_Je J

where @ is the argument of the complex number A;;.
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When energies do not coincide with eigenvalues E,
of Hamiltonian Hg, a solution to the Schrddinger equa-
tion, normalized by the incident wave of unit amplitude

in R, isgiven by

PdX) = &1(E)Gg(X, a1; E) + &A(E)Gs(X, 0,; E),
Wy(x) = & +ry(B)E", W) = t(B)E .

Here, k = ./2mE/# is the electron wave vector, &,(E)
and &,(E) are complex numbers, and ry;(E) and t;,(E)
are the amplitude coefficients of the reflection and
transmission of an electron, respectively. Considering
asymptotics (1) for the wave function g(x) from (4) in
the neighborhood of points g, and g,, we obtain
up = &(B), v; = Q(B)&(E) + Q(B)&(E).
Here, Q(E) is a 2 x 2 matrix whose elements are

expressed in terms of the Green function G4(x, y; E) by
the formula

Qi(B)
%GS(qivqj; E)’ |¢J
i @{ig_[es(qj,qi: £)+ inp(ay,a)|, i =],

1

()

Substituting asolution in the form of (4) into bound-
ary conditions (3), we obtain the following system of
equations for the coefficientsryy, 5, &1, and &,:

A+ (Qu(E) - By + QulB)E, = Kl
Aot + QulE)Es + (QulE) - B, = O .
3 Aty = S
%L+ ikz:l:zﬁtlz—ﬂzzﬁz = 0.

For convenience, we introduce dimensionless ele-
ments of matrix Q by the formula

E = L@ -8

and express the elements of matrices A and C in terms
of scattering lengths }\J-A and A{ introduced above.
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Then, from system (6), we obtain

ru(E) = A(E)[(KAT —4i)(KAS + 4i)detQ(E)
— 2KAA(KAS — 4i) Ou(E) ()
Z2KAR(KAS + 41) O2(E) + 4k2A 22T,

ti(E) = 16ikexp[i(@;—@,)]

) ®)
X A/)\lA)\QQzl(E)A_l(E):

where

AE) = (KAS +4i)(KAS + 4i)detQ(E)
—2kKAS(KAS + 41)Qu(E) (9)
— 2KAR(KAS + 4i) Q2o(E) + 4KASAS.

Onecan easily verify that the scattering matrix is uni-
tary; inparticular, relation |r,,|* + |t,,|* = 1 holds, which
represents a current conservation law. Note that formu-
las (7) and (8) are inapplicable when p(q;, g,) — O
because one cannot neglect the off-diagonal compo-
nents of matrices A, B, and C in this case.

3. RESONANCE STRUCTURE
OF THE TRANSMISSION COEFFICIENT

Formulas (8) and (9) show that the transmission
coefficient asafunction of energy contains six phenom-
enological parameters: A, A7, and ] ( = 1, 2).
Although the scattering lengths have a considerable
effect on the function t;,(E) in the general case, there
are a number of phenomena that are independent of
these parameters. We begin our analysiswith these phe-
nomena and then discuss the effect of the scattering
lengths.

In the general case, the transmission coefficient

T,(E) = |t12(E)|2 of an electron from the first connect-
ing lead to the second has zeros of two different types,
the zeros of the first type are at the points of spectrum
E, of operator Hg and are attributed to the poles of
Q;(E) at these points. In this case, the denominator
in (8) generally hasapole of the second order, whilethe
numerator has a pole of the first order; therefore,
transmission coefficient T,5(E) vanishes at these
points. Note that the positions of the first-type zeros
areindependent of the distance between contacts. The
zeros of the second type are attributed to the numera-
tor in (8) and coincide with the zeros of function

Q2(E) . The positions of these zeros on the energy

axis depend on the arrangement of points g, and g, on
the surface of S.
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It follows from boundary conditions (3) that the
transmission coefficients vanish if and only if the elec-
tron wave function Yg(x) vanishes at point g, of the sec-
ond contact. When an incident wave of unit amplitude
propagates along the first connecting lead, the coeffi-
cients &,(E) and &,(E) in (4) are expressed as

NN
x [2KA2 = (KAS + 41)Qx(E)] ,

452K N

mA(E)

&o(E) = exp(i@y) (K\; +4)Qa(E). (11)

Since the Green function represents a wave outgo-
ing from a point source, one can say that each term
&(E)G4(x, q;; E) in (4) represents a superposition of
waves incoming to and outgoing from the point g;. As

is clear from Egs. (4) and (11), when Q21(E) =0, the
wave &,(E)G4X, q;; E) outgoing from the point g, has
anode at the point g, since Gg(q;, g,; E) vanishesin this
case. Then, thereis no wave incoming to point g, since
coefficient &,(E) vanishes and the probability that an
electron is situated near the second contact also van-
ishes; as a consequence, the electron does not reach the
second connecting lead and the transparency of the sys-
tem proves to be zero.

To investigate the electron wave function for ener-
gies coinciding with eigenvalues E,, of operator Hg, we

represent the elements of matrix éi i(E) as

Qu(E) = = + By (12)
Then,
~ . _ deta X
detQ(E) = E-E) = = (13
where

X = 03B + 0pB1g — 0 py B — OBy

It follows from (5) that coefficients a;; can be expres-
sed as

a, = -5 o @er), (14
=1

where ¢,(x) is an orthonormal basis of the proper sub-
space of operator Hgthat correspondsto av-fold degen-
erate level E,. Substituting asymptotics (12) of func-
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tions Q;(E) into solution (4) of the Schrodinger equa-
tion and passing to the limit asE — E,,, we obtain the
following expression for YyX) in the case deta # O:

47K N e

m(kA; + 4i)deta

Ps(x) =
(19)

x> Bi)[a207 (@) — 00 (a2)]-
=1

In this case, the wave function has no singularities at
the contact points and cannot be interpreted as a super-
position of incoming and outgoing waves. One may say
that, when E = E,, the electron wave function on the
surface of S describes a standing wave with a node at
point gs.

I n addition to the functions defined by (15), the solu-
tion of the Schrédinger equation for H at E = E,, also
contains linear combinations of the form

W) = Cidi(x) (16)
=1

that vanish at both gluing points. In contrast to the scat-
tering states that contain exp(zikx), wave functions (16)
can be normalized and correspond to a discrete energy
level embedded into a continuous spectrum. The elec-
tronsin these states arelocalized on the surface of Sand
do not contribute to the conductivity. In the genera
case, when deta # O, the multiplicity of degeneracy of
the bound states in the spectrum of Hamiltonian H is
two times less than the multiplicity of degeneracy v
of the corresponding levels of unperturbed Hamilto-
nian Hg because the requirement that the wave func-
tions should vanish at the contact points imposes two
additional conditions on coefficients C, of linear combi-
nation (16). However, if deta vanishes for a certain
arrangement of contacts, then these conditions prove to
be equivalent and the multiplicity of degeneracy
decreases only by one. Moreover, there may exist
points on a general surface such that all eigenfunctions
of an appropriate level may vanish at these points; in
this case, the connection of conducting leads to these
point does not change the multiplicity of thislevel.

Thus, when E = E,,, two types of wave functions are
possible, localized and delocalized. This is associated
with the fact that one can prepare two different types of
states with the same energy by a different choice of
boundary conditions.

Now, consider how the spectral properties of opera-
tor H affect the electron transport in the system under
investigation. The presence of zeros of the transmission
coefficient at certain points and the presence of discrete
energy levels embedded into the continuous spectrum
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provide evidence for the resonant nature of the scatter-
ing. It is well known that the resonance peaks of the
transmission coefficient are associated with the pol es of
the scattering matrix in the complex energy plane.
Since the scattering matrix is unitary for real values of
energy, scattering amplitude t;,(E) has no poles on the
real axis. However, there are poles on the nonphysical
sheet of the Riemann surface; the positions of these poles
are determined by equation A(E) = 0. In the neighbor-
hoods of these poles, transmission coefficient (8) can be
represented as
ir

t(E) =n ECE.-ir (17)

where Ex is energy that specifies the position of areso-
nance, I is the half-width of the resonance curve, and
n isanormalizing constant. Both resonance parameters
Erand I' can be obtained from the solution of the tran-
scendental equation A(E) = 0.

The analysis below shows that, dong with the ordi-
nary Breit-Wigner resonances described by formula(17),
the system also exhibits asymmetric Fano resonances
that are characterized by a closely spaced zero and a
peak of the scattering amplitude. The shapes of the
Breit—Wigner and Fano resonances in the example con-
sidered below—electron transport through a quantum
torus—are shown in Fig. 1. A similar shape of reso-
nances is aso characteristic of other cases.

In the system considered, the zeros of the transmis-
sion coefficient associated with Fano resonances are
situated at the points of the spectrum of unperturbed
Hamiltonian Hg. Using asymptotics (12) of function
Q;(E) in the neighborhood of E, and retaining terms
linear in E — E, in the numerator and denominator
of (8), we represent transmission coefficient t;,(E) in
the neighborhood of E, as

E-E,
t(E) =n ECE.-iF (18)
where
c . c .
£ +il = En_(k)\l+4|)g<()l\52)+4l)deta,
— (29
_ 16iK A A exp[i (@ — @,)]0 5
D(E) = (KAS + 4i)(K\AS + 4i
(BE) = (kAL +4i) (kA7 +4i)x (20)

— 2KAS(KAY + 4i)a gy — 2KAR(KAS + 4i)at.

It is clear from (18) that the energy dependence of
the transmission coefficient in the neighborhood of
eigenvalues E, of operator Hg indeed has the structure
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Fig. 1. Characteristic shape of aBreit-Wigner resonance (in
the region 47 < Kla;| < 49) and a Fano resonance (in the
region 49 < kla,| < 51) for the case of aquantum torus. Here,
|aq] is the length of the grester generator of the torus.

of a Fano resonance. Formula (19) shows that Fano
parameters Egrand I are related to scattering lengths A4,
AB, and A€ by the formulas

Er = E,—deta|D(E)| (| (KAS + 4i) (KAS + 4i)|*x
(21)

2K ASAS((KAD)” + 16)atyy + AAAT((KAS) + 16)ail}

_ A C\2
= 8k{A5[(kA{) +16]a 4, 22)

+ M[(KAS)® + 16]a »,} deta| D(E)| 2.

These formulas show that the parameters of the
Fano resonances are determined to a considerable
degree by residues a;; of functions Q;(E); if deta van-
ishes at a spectral point E, for a certain arrangement of
connecting leads, then the Fano resonance experiences
a collapse in the neighborhood of this point. In this
case, the pole Ex + il" and the zero E, of the transmis-
sion coefficient coincide and cancel out.

Using (14), we abtain the following expression:

X JCRIICR
" (23)

*[$1(a)9i(@2) —di(a)dr(@] = _zﬁ_rrﬁzl.lM”'|2’
where M. = ¢,(q)$1(d2) — $i(d2)(ay). It follows
from (23) that deta vanishes if and only if all M, are
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equal to zero, i.e., when the following relation holds:

0u(a) _ 0(a) _
6100 ¢(a) 7

_ (@)
LN(PYR

(24)

It is clear from (23) that, when E, is a hondegenerate
level, equality deta = O turns into an identity; hence,
there are no Fano resonances in the neighborhoods of
nondegenerate energy levels of operator Hs.

Now, let us consider the effect of the contacts on the
transmission coefficient. Using the relation |ry| 2+

lt> = 1, we rewrite the transmission coefficient
Tix(E) as

o _ 1
|r11|2"'|'[12|2 1"’|r11/'[12|2

Ty = (25)

This expression is convenient because it allows one to
analyze, instead of function T,,(E), auxiliary function

f(E) = ry1(E)/t1»(E), which is expressed via é(E) ina
simpler form. Using formulas (7) and (8), we obtain

f(E) + f3(E)

|f(E |2 = — , 26
® 16k AN 51 Q(E)|? 0
where f,(E) and f,(E) arereal functions:
f.(E) = (KASAS + 16)detQ(E) o
~2K°[ATA;Quu(E) + AT QA E)] + 4KPATAS,
_ C_C =~
fo(E) = 4k(A{ —A;)detQ(E) (28)

+ 8K[A2Ou(E) = A\2Ox(E)] .

Consider a practically important particular case of
identical contacts in greater detail; this case corre-
sponds to scalar matrices A, B, and C. In this case, we

smply denote A{' = M, A7 = AB, and A] = AC. If
Qu(E) = Qx(E), which takes place, for example, in
the examples considered below, then function f,(E)

identically vanishes, and the expression for f(E) has an
especially smple form:

1 Cy\2 ot
= ——{[(kA 16] detQ(E
16ik)\AQ21(E){[( ) +16]detQ(E) 29

—2k°AA[Qu(E) + Qu(B)] +4(kAY)’}.

f(E)
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Asisclear from (28), if some of the equalities )\f =

Ao, A = A5 or AY = AS arenot satisfied, then iden-
tity f,(E) = 0 no longer holds. In this case, for the
transmission coefficient to be strictly equal to one, it
is necessary that two different functions f;(E) and
f,(E) vanish simultaneously, which requires a special
choice of parameters. Therefore, in the general case of
nonidentical contacts, the maxima of curve T,,(E) are
less than one. Thus, asymmetry of the contacts results
in a decrease in the amplitudes of the transmission
peaks.

Now, let us consider the effect of scattering lengths
A and AC on the transmission coefficient. For brevity,
werestrict the analysisto the case of identical contacts.
Asisclear from (29), ask|A| — oo, the transparency
of the system tends to zero everywhere except small

neighborhoods of the points at which daQ(E) =0.In

this case, the term (k}\c)zdeté(E) is dominant in the
numerator of (29); therefore, there always exists avalue

of energy in the neighborhood of the point detQ(E) =0
at which f(E) = 0 and the transmission coefficient is
equal to unity. Thus, in the limit of large | A|, function
T1,(E) represents a series of very narrow and high
(reaching one) resonance peaks whose widths decrease
as |A€| increases. Note that, according to (3), the limit
[AN°] —= o corresponds to breaking the coupling
between the nanostructure and the leads; naturaly, the
transparency of the system in this case tends to zero.
Similar phenomena also occur when AA —~ 0; as is
clear from boundary conditions (3), this situation also
corresponds to the absence of coupling between the
conducting leads and the nanostructure.

In the cases A\B — 0 and A\B — o, which corre-
spond to the absence of point perturbations in a two-
dimensional nanostructure, the transparency of the sys-
tem also represents a series of narrow resonance peaks,
beyond which the transmission coefficient tendsto zero
because the diagonal elements of the matrix Q(E) in
this case are large everywhere except small neighbor-
hoods of points E,,, while the denominator of the trans-
mission coefficient is large compared with the nume-
rator.

4. RESONANCES IN A QUANTUM SPHERE
AND A QUANTUM TORUS

As an application of the theory developed, consider
two closed surfaces of different topologies, a quantum
sphere and a quantum torus. Note that, in [25], the
authors obtained formulas for the transmission coeffi-
cient of an electron passing through a quantum sphere
with connecting leads; however, the structure of the
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0.5

0 4
kr

Fig. 2. Resonance structure of the transmission coefficient through a quantum sphere for )\J-A = )\JB = )\J-C

0.941r and (b) p(gy, 1) = Tr (acollapse of Fano resonances).

Fano resonances was not studied in [35]. In the case of
asphere of radiusr, Hamiltonian Hg has the form

Hg = L2/2mr2,

where L isthe operator of angular momentum. In this
case, the Green function Gg(X, y; E) can be expressed
as[29]

. m 1

Gyx,y; E) = >2cos(Tt(E))
(30)

X Q)t(E) 1/2[| COS[p(); y)%'

where %, (x) is the Legendre function and t(E) =

Jr?k? + 1/4 . Hence, using formula (5), we can easily
derive the off-diagonal elements of matrix Q(E). The
diagonal elements of this matrix for the case of a
sphere [25] are given by

Qu(E) = Qx(E) = —

nﬁ
(31)

x [w% + (B}~ Jtan(t(E)) - In(2r) + CE},

where W(x) isalogarithmic derivative of thel” function
and C¢ isthe Euler constant.
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=0.2r; (@ p(dz 91 =

Condition (24) for the collapse of Fano resonances
in the neighborhood of E, = 72 (l + 1)/2mr? can be rep-
resented as

p?LL cos[ 29292 : G- g, (32)
where P,(X) isaLegendre polynomial. Thisconditionis
fulfilled simultaneously for al | if p(gs, g, = 10
because P,(1) = 1. Thus, when the conducting leads are
connected diametrically oppositeto the sphere, all Fano
resonances experience a collapse. In this case, function
Q2(E) does not vanish, zeros of both types on the curve
of T,,(E) disappear, and the transport regime changes
qualitetively (Fig. 2). Note that, when [x| < 1, the ine-
quality |P,(X)| < 1 holds for any | [30]; therefore, a col-
lapse of the Fano resonances on the sphere occurs only
for a unique configuration of the contacts.

Now, let us consider aquantum torus. The motion of
an electron on atorus is described by the Hamiltonian
of atwo-dimensional free motion with periodic bound-
ary conditions along two directions. To describe these
conditions, it is convenient to introduce a rectangular
lattice A in R? with the basis vectors a, and a,:

A ={n@a +na:n0Z,]

=1,2.

For definiteness, assumethat |a,| > |a,| . Let usrequire
that al the functions Y from the domain of definition
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Fig. 3. Transmission coefficient of an electron passing
through a quantum torus as a function of the dimensionless
parameter Kja;| for |ay| = 0.01]a], 9, — q; = 0.21a;, and

A" =A% = A7 = 0.Jay). The deshed lines point to the
positions of the second-type zeros.

of the Hamiltonian of the torus satisfy the relation
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L et us define the explicit form of the function Q;(E)
for a quantum torus. Denote by Sthe area of a unit cell
of A\ and introduce Q, alattice dual to A, i.e., alattice
with the basis vectors b, and b, that satisfy the condi-
tions by, = 2mg,. In this case, the eigenvalues of the
operator Hg can be represented as E, = 72b%/2m. The
corresponding eigenfunction is

00 = g™

Itisclear that all the states of the unperturbed Hamilto-
nian of thetorus, except for the ground state, are degen-
erate because the wave functions defined by the vectors
b and —b correspond to the same energy; moreover, in
the general case, all the states defined by vectors b =
n,b, + n,b, with nonzero n; and n, are fourfold degen-
erate. If ratio |a,| /|a,| of the generators of the torusis

rational, then the energy levels of Hamiltonian Hg may
be more than fourfold degenerate.

Using (5), we can represent matrix Q;(E) for the

Wex +a) = Yx), Dalh . (33) ‘orusasidll
Then, the Hamiltonian of the torus represents the ope- EQA.(E) - 2mg
rator ij 5
4202 %0 < lim [exp[ib Qai-a)l , S, Inw} (35)
He = — + 7] 34 w 2 2 271 | )
So2mpy  ax 39 bl <0 [bl"—k n
that acts on the functions satisfying condition (33). Applying the Poisson summation formula, we can rep-
Ty
1.0F (@ | (b)
0.5+ -
0 :% 1|0 1|5 0 § 1|0 1|5

klay|

klay|

Fig. 4. Resonance structure of the transmission coefficient through a quantum torus for |a,| = |a4|/e and )\J-A = )\;3 = A]-C =0.02Jayf;

(@) 92 —qy = 0.48a; and (b) g, — 01 = 0.5,

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

No. 4 2003



RESONANT TUNNELING THROUGH A TWO-DIMENSIONAL NANOSTRUCTURE

10 T T T ]

0.5

J . 158

0 10 20 30 40
klay|

Fig. 5. Resonance structure of the transmission coefficient
through a quantum torus for relatively large values of

parameter A€ = [a,| and g, — q; = 0.41a; + 0.31a,. Other
parameters are the same asin Fig. 3.

resent Q;(E) as an absolutely converging series

_2mOst+ K2
Qi(B) = ﬁZBT

(36)
exp[ib [{q; —q;)] g
x +K(Q;—-q;) O
bgg(|b|2—k2)(|b|2+sl) s
where
01 Ox +alg
K,  xOA
o2 0 s 0
0
K(X) = O
01 x OA.

Here, Ky(X) isaMacdonald function. The transmission
coefficient of an electron through a quantum torus ver-
sus the wave number k is displayed in Fig. 3 for agen-
eral position of contacts. One can see that the curve
contains Fano and Breit—Wigner resonances, as well as
zeros that are not associated with the resonances.

In the case of a torus, a state of the system is
uniquely defined by the reciprocal-lattice vector b and
collapse condition (24) for the Fano resonances can be
written as

exp[ib, {d,—q,)] = exp[ib, [{g,—0q,)]

| 37
= ... = exp[ib, {q,—q,)],

where b; are vectors corresponding to the sates of a
v-fold degeneratelevel E,: |b;|* = 2mE, /%2 For twofold
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degenerate levels, this condition has the simplest form,
b-(g,—qgy) =™, nO Z. One can easily verify that,
when g, — g, = 0.53;, condition (37) holds for all two-
fold and fourfold degenerate levels. Therefore, when
the generators of the torus are incommensurate for g, —
g, = 0.5a,, al Fano resonances experience a collapse;
however, the second-type zeros related to Qq,(E) are
conserved (Fig. 4).

Note that, in both examples considered above,
equality Qq1(E) = Qu(E) is fulfilled for any arrange-
ment of points g, and g,; therefore, in the case of iden-
tical contacts, the resonance peaks may reach one.

5. CONCLUSIONS

An explicit formula has been obtained for the trans-
mission coefficient of an electron passing through a
two-dimensional nanostructure S placed between two
one-dimensional conducting leads. We have shown
that, in the general case, the system exhibits two types
of resonances, Breit-Wigner and Fano resonances. We
have found a collapse condition (24) for the Fano reso-
nances under which the resonance widths become zero
and discrete energy levels embedded into a continuous
spectrum arise. We have established that, for Fano res-
onances to occur in the system, the energy levels of the
original Hamiltonian Hg should be degenerate.

In contrast to [5-7], the method developed in this
paper for deriving the scattering matrix parameters
makes it possible to take into account explicitly the
effect of the geometry of the nanostructure on the elec-
tron transport in adevice. The geometric features of the
nanodevice lead to a difference in the behavior of the
resonances and zeros of function T,,(E). In particular,
the symmetry of the sphere leads to a collapse of all
Fano resonances and the vanishing of all zerosfor adia-
metrically opposite configuration of connecting leads; in
other cases, a collapse is not observed. In contrast to a
sphere, acollapse on atorus occurs under condition (37),
which is satisfied for many configurations of contacts;
however, a part of the zeros on the graph of T,,(E) is
always conserved in this case.

Consider the case when one of the generators of a
torus is much greater than the other, |a,| > |aj ; this
situation is close to the geometry of a nanotube coiled
into a torus. In this case, for energies lower than
h2b§/2m, the main contribution to Q;(E) is made by
low-energy states defined by vectors b = nb; with n <
|ay| /|a| . Therefore, for the values of energy consid-
ered here, function Q;(E) for a torus approximates a
similar function for aring up to a dimensional factor.
Such a situation is associated with the fact that the elec-

tron modes corresponding to the motion aong the
smaller generator of the torus are not excited when E <

h2b§ /2m. The results obtained in this limit are in good
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agreement with the results obtained for a one-dimen-
sional ring [4].

In this work, we have considered the effect of the
parameters of contacts and demonstrated that, in the
limiting cases corresponding to a weak coupling
between connecting leads and a nanostructure S, func-
tion T,5(E) represents a series of narrow resonance
peaks between which the transmission coefficient is
closeto zero (Fig. 5). Asthe coupling becomes weaker,
the widths of the resonance peaks decrease, although
their amplitudes remain unchanged provided that the
contacts are identical. It isimportant that the positions
of the zeros of the transmission coefficient in the sys-
tem under investigation are independent of the scatter-
ing lengths and are determined only by the arrangement
of contacts and the geometry of nanostructure S.
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Abstract—The electronic structure of p-type doped HTSC cuprates is calculated by explicitly taking into
account strong electron correlations. The smooth evolution of the electronic structure from undoped antiferro-
magnetic to optimally and heavily doped paramagnetic compositionsis traced. For alow doping level, in-gap
impurity-type states are obtained, at which the Fermi level is pinned in the low-doping region. These states are
separated by a pseudogap from the valence band. The Fermi surfaces cal culated for the paramagnetic phase for
various concentrations of holes are in good agreement with the results of ARPES experiments and indicate
agradua changein the Fermi surface from the hole type to the electron type. © 2003 MAIK “ Nauka/Interpe-

riodica” .

1. INTRODUCTION

Knowledge of the low-energy electronic structure,
i.e., the Fermi surface and the dispersion of bands both
in the superconducting and in the normal state, isessen-
tial for abetter understanding of the properties of high-
temperature superconductors (layered cuprates). Thisis
necessary to determine the superconductivity mecha-
nism and to interpret the thermodynamic and transport
properties. In addition, this information can be directly
obtained using angular-resolution photoelectron spec-
troscopy (ARPES) for the compounds Bi,Sr,CaCu,Og ,
(Bi2212) [1-9], Bi,Sr,CuOg ., (Bi2201) [10, 11], and
Y Ba,Cuz0;_, (YBCO) [12]. The most comprehensive
ARPES studies have been carried out for La, _,S.CO,
(LSCO) and Bi2212 in the HTSC state. Weakly doped
LSCO exhibits in-gap states and the absence of a shift
(pinning) of the Fermi level. As the doping level
increases to above the optimal value, the Fermi surface
changes from the hole type to the electron type [13].
Unfortunately, the data on weakly doped Bi2212 are
scarce in view of the absence of stable materials. How-
ever, al other properties of Bi2212 (in particular, thed
symmetry and the concentration dependence of the
pseudogap and the evolution of the Fermi surface (FS)
from the hole type to the electron type in the region of
strong doping [13]) are similar to those observed for
LSCO. Since the electron properties of high-tempera-
ture cuprates strongly depend on the doping level, it is
essentia to trace the evolution of the band structure of
the ARPES spectra upon doping for an understanding
of the main features of high-temperature superconduc-
tivity.

The conventional band theory successfully repro-
ducesthe shape of the Fermi surfacein optimally doped
compounds [14] such as Bi2212. However, problems
exist in HTSC systems, which cannot be solved in the
framework of the band theory. Indeed, in accordance
with the observed phase diagram, La,CuQ, is an anti-
ferromagnetic (AFM) insulator. The dielectric nature of
the ground state is ensured by a strong electron—elec-
tron Coulomb interaction at a site. However, in accor-
dance with the Wilson criterion, the band theory dem-
onstrates that La,CuO, is a paramagnetic (PM) metal,
and there are no “in-gap” states of the corresponding
pinning of the Fermi level in the region of weakly
doped compositions. Thus, it can be concluded that the
advances in the band theory in the local density func-
tional approximation are limited to optimally and
strongly doped HTSC compounds. For weakly doped
and undoped compounds, it is necessary to calculate
the electronic structure taking into account strong elec-
tron correlations. Earlier, we proposed a generalized
tight binding method (GTBM) [15] combining the
exact diagonalization of the multielectron Hamiltonian
in a cell with perturbation theory for hopping between
unit cells. For an undoped CuO, layer, the GTBM cal-
culations correctly reproduced not only the width of the
dielectric gap, but aso the dispersion at the top of the
valence band for Sr,CuO,Cl, [16].

In this study, we analyze the spectral density of
states at the top of the valence band as well as the FS
cross sections for doped cuprates for various hole con-
centrations. The results of numerical calculations and
their analysis and comparison with experiments will be
given below.
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In Section 2, the GTBM will be described briefly
and basic relations for dispersion and spectral density
will be given. In Section 3, we describe the numerical
calculations for the density of states and the depen-
dence of the position of the chemical potential for var-
ious concentrations of the doping component both for
the PM and for the AFM phase using only the parame-
ters determined from the calculation of the dielectric
state [16]. In Section 4, the cross sections of the Fermi
surface and their dependence on the doping levels are
considered and compared with experimental results. In
Section 5, we will show that the nontrivial temperature
dependence of the spectral density in cuprates can also
be reproduced in computations. The results are com-
pared with the ARPES data obtained for chlorides
Sr,CuO,Cl, and Ca,CuO,Cl,.

2. BRIEF DESCRIPTION
OF THE GENERALIZED TIGHT BINDING
METHOD

Theinitial Hamiltonian of the multiband p—d model
can be written in the form [17]

H=Hy+H,+Hy+H,, Hyg= ZHd(r),
r

+ 1
Hd(r) = Z |:(8)\ - u)d)\rcd)\ro + éuxngrn;?

Ao
0 + + g 0 O
+ z 4 ‘Jdd)\rod)\ro'd)\'ro'd)\'ro + Zv)\)\'n)\rn)\'rD '
Ao O r' O

H, = ZHp(i),

. + 1 0. -0
HD(I) = Z|:(8(x_p-)paicp0m+éuanuinai (1)

oo
0 + + g 0o O

+ z |:"_‘]pl:)oxiol:)mics‘por'icr'poricr + Zvaa‘naina'iD '
a'c’D i' O

Hog = z H (i, 1),

0, rd

Hoali, 1) = z (tha PaioGrno + Vo nging'r)s

aAaa’
pr = Z Z (taB p;icBBjc + H'C')1
0, rlopo

where nY; = d};; Ohig @d NG, = PaisPais - INdicest and
i run through the positions of copper (dxz_yz = d,,
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d322_r2 = d,) and oxygen (p,, p,, p,) sets of localized
atomic orbitals. Similarly, €, = g4 (A =d,), &, = &,
(A=d)and e, =¢,(a=p, P & = €, (0 =p,) arethe
energies of the corresponding atomic orbitals; ty, =ty

(A =dg 0 =P, ), ho =t/ /3 A =d,, a=p,p,) are
the matrix elements of the copper—oxygen hopping;
tys = ty, arethe matrix elements of the hopping between
the nearest oxygen ions; U, = Uy (A =d,, d) and U, =
U, (0 = py, Py, P,) aretheintraatomic Coulomb interac-
tions at copper and oxygen; Vyq(Vpp) and Jy4(J,,) arethe
energies of the intraatomic Coulomb and exchange
interactions of copper (oxygen) electrons on different
orbitals; and Vi, = Vg (0 = py, Py; A = dy, d,) and Vg, =
Vo (0 =p, A =d,, d,) arethe energies of the Coulomb
repulsion between copper and oxygen. All matrix ele-
ments of the Coulomb and exchange interactions are
assumed to be independent of the form of the d- and

p-plane orbitals. The prime corresponds to the interac-
tion with apical oxygen in the CuQg cluster.

All calculations were made using the GTBM [16]
for the CuO, plane divided into unit CuQq cells. In this
version, the cell symmetry coincides with the symme-
try of the crystal, but there arises the problem of com-
mon oxygen belonging to two cells simultaneously.

The problem of nonorthogonality of molecular
orbitals of neighboring clusters was solved explicitly
by constructing the corresponding Vanier functions on

the dxz_yz, dszz_rz, Py, Py, P, five-orbital initial basis of

atomic states. In the new symmetric basis, the one-cell
part of the Hamiltonian is factorized, permitting the
classification of all possible one-particle excitations in
the CuO, plane according to symmetry. The subsequent
exact diagonalization of the unit cell Hamiltonian and a
transition to the representation of the Hubbard opera-
torsof the unit cell makeit possibleto take into account
the intercellular-hopping part of the Hamiltonian in
perturbation theory. As a result of exact diagonaliza-
tion, the cell Hamiltonian H, for the antiferromagnetic
phase assumes the form

Hc = z (elpG_u)x?zo-i- Z (82qG_2u)X?20=

pfgo dfgo
)
; _DfA, fOA
°~ Hf,, fOB.

Here, p and g denote one-hole and two-hole terms of

thecell and X" = |p[f| are the Hubbard operators con-
structed on exact states of the unit cell. The energy lev-
els of sublattices are split by the molecular field of the
antiferromagnetic state: €,,, = €1, —0h and €55 = €7, —
oh. The quantity h O JIE,[J where J is the effective
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exchange interaction between nearest neighbors. With
increasing doping level, the value of h decreases, van-
ishing in the paramagnetic phase. In this study, we con-
fine the analysis to non-self-consistent calculation in
which the magnetic (antiferromagnetic or paramag-
netic) state is assumed to be preset.

The Hamiltonian of hopping between unit cells can
be written in matrix form:

He. = %HAA Has
OHga Hgg

0= 3 S Vvl

AN'okmn

O + + O
y ETi‘ﬁ(k) X Xio TonK) Xig Yio T4 4 .
0 Ta(K) Yio Xico Tin(K) Yio Yio O

2 ikR,
Tk = T = 55 TwRe ™,

Ry

2 ikR,
T = T = 55 Tw(Roe

R,

(X and Yy, are the Fourier transforms of the Hub-

bard operators over the A and B sublattices, respec-
tively; here, index m labels the quasiparticle band and
is determined by the pair (p, q) of indices of the initial
and final multielectron states |pOand |g0in Hubbard
operator XM (in terms of [ 18], m denotes the root vector
oy = a(p, g)).

The corresponding dispersion relations for the band
structure of quasiparticleswere derived using the equa-
tions of motion for the two-time Green temperature
functions constructed on the Hubbard operators,

A
Gk = L] C;)\'O'E[DE

+ mn (3)
= z y)\a(m)V)\'o(n) ch '

where

0
Dws = O
O

Dio(AA) Dio(AB) E
Dio(BA) Dis(BB) U

Dio(AB) = MXi| YoM}

In the long run, in the Hubbard | approximation, the
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dispersion relations are defined by the equation
E- Qﬁ 6mn *
E20m_ 55 v, Trsal)] = 0. (@)
Fo(m) =

This equation is an analog of the ordinary one-electron
equation in the tight binding method and differsfrom it
in the following two aspects. First, thelocal energy lev-
els Q,, are defined as resonances between multielectron
states and, hence, take into account explicitly the strong
correlations due to exact diagonalization of the Hamil-
tonian of the CuOg cluster. Second, the filling factors

Fo(m) = X{P,0+ DX{%,0, which are calculated self-

consistently, lead to a doping dependence of both the
dispersion relations and the amplitude of the quasipar-
ticle peak in the spectral density. From the mathemati-
cal point of view, we are dealing with a generalized
eigenvalue problem, in which the inverse matrix of the
corresponding filling factors appearsinstead of the con-
ventional “nonorthogonality matrix.” Each root vector
a,,, describes a Fermi quasiparticle with charge e and a
spin of 1/2, but with a fractional spectral weight of the
order of F(m); their local energies are equa to an =
€296 — E1pG-

Formula(4) is convenient for calculating the disper-
sion relation in the sense that it enables us to obtain all
possible quasiparticle states. However, not al of these
states can be observed in experiments. It iswell known
that the spectrum in ARPES experiments is propor-
tiona to the spectral density of quasiparticles, which
can be calculated by the GTBM in the form

Ak, B) = =3 Im(Gy)
A

©)
= 23 VaoMY3o(MIMDITAA) + DI(EB)).
Amn

Owing to corresponding filling factors, the spectral
density for some types of quasiparticles may be ssimply
negligibly low or even equal to zero. Consequently, the
corresponding quasi particle peak can be missing in the
experiment. The numerical calculation of spectral den-
sity by formula (5) was carried out along the principal
symmetric directions of the Brillouin zoneat T = 0. For
the PM phase, the dispersion relation and the spectral
density can be obtained using one-sublattice anal ogs of
formulas (4) and (5). The band structure of the undoped
CuO, layer in the PM phase was calculated in [19] and
isshown in Fig. 1. In this case, the Fermi level liesin
the forbidden band and the dielectric gap width E; ~
0.2 eV isclose to the experimentally observed value. It
should be noted that the diel ectric ground state is dueto
strong electron correlations, while the gap width is
mainly determined by charge transfer processes. The
complex structure of the valence band is dueto alarge
number of quasiparticles with the participation of two-
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Density of states

Fig. 1. Dispersion relation and the density of states of an undoped CuO, layer in the PM phase (borrowed from [19]).

hole states of the unit cell; thewidth of the valence band
is approximately equal to 3 eV in conformity with the
experimentally observed value for La,CuO,.

Following publication [19], numerous experimental
studies of the band structure of cuprates were carried
out using ARPES methods, which enabled us to refine
the model parameters [16] and to achieve a quantitative
agreement for the dispersion relation for the top of the
valence band in Sr,CuO,Cl,. We obtained the follow-

ing model parametersin units of t,q (¢4 = 0):

&, =2, € =16, g, =05,
_ s _ 6
to, = 046, t,, = 042, U, =9, ©®)

Uy=4, Uy=15 J;=1

Here, we describe the doping dependence of the elec-
tronic structure without introducing additional fitting
parameters.

3. DENSITY OF STATES

Figure 2 shows the dispersion relations for the bot-
tom of the conduction band and the top of the valence
band of an undoped CuO, layer, calculated for the AFM
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phase at T = 0 with parameters (6). The Fermi level lies
in the gap. Nondispersed levels at the bottom of the
conduction band and at the top of the valence band

E, eV
2.5 T T T T

20 + + + .

15F + + += 3

1.0f + + + .

0.5

(1]= . . + -

-0.5

~1.0 g/\,,-.\_,_\-/\,___/\

(T, 1) (M 0) (0,0)(1t 0) k

Fig. 2. Dispersion relation for the top of the valence band
and the bottom of the conduction band for an undoped
CuO;, layer in the AFM phase.

-1.5
(0,0)
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show thevirtual stateswith zero spectral weight, which
were obtained in [16]. It is these levels that form, as a
result of doping, thein-gap stateswith aspectral weight
proportional to the doping level.

Figure 3 showsapart of the density of statesnear the
top of the valence band of the CuO, layer doped with
holesin the AFM phase. We denote by N,(E) the contri-
bution to N(E) from the top of the valence band; this
contribution is characterized by a narrow peak associ-
ated with Van Hove singularities. As aresult of doping,
a virtual level acquires dispersion, the density N,(E)
within the gap states being low in view of the smallness
of the hole concentration. The in-gap states are respon-
siblefor ared shift of the top of the valence band; how-
ever, this shift is difficult to observe in experimentsin
view of the low spectral density. The main spectral
weight N,(E) of the peak experiences a blue shift
approximately equal to 0.1 eV. One more peak appear-
ing at the “shoulder” of the main peak correspondsto a
Van Hove singularity at point k = (1t, 0). Naturally, only
an insignificant blue shift is observed against the back-
ground of the density of states from the entire valence
band (see Fig. 1) since the value of N,(E) is much
smaller than the total density of states. Thus, the
absorption edge at low doping levelsin the AFM phase
is formed with the participation of states whose pres-
ence at the top of the valence band is associated with
strong electron correlations. The spectral density of
such an individual state may change in the limits deter-
mined by the sum rule determined by the presence of a
“congtraint” (inaccessibility of a part of multielectron
states due to strong electron correlations),

[Aulk. EYdk = Ny(E),
J'Az(k, E)dk = N,(E),

[NAEYIE + [N(E)E = 1,

which were used in calculating the position of the
Fermi level. Thus, the position of the Fermi level can be
determined from the equation

[ 00

X = {Nl(E)dE+{N1(E)dE,

where the spectral density and the density of states
depend on the doping component concentration. In
other words, the situation takes place opposite to that in
the hard band model. It can be seen from Fig. 3 that the
density of states N,(E) of an impurity-type band has
dipsinthevicinity of E =-0.8 eV, which correspond to
the pseudogap between the valence band and the virtual
level. The main contribution to the formation of the
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Fig. 3. Density of states of a CuO, layer doped with holes
with concentration x in the AFM phase.

pseudogap comesfrom the statesin the vicinity of point
(1t, 0) of the Brillouin zone. For x ~ 0.01, for which the
AFM phase is preserved after doping, the spectral
weight of the in-gap state is small in view of the small-
ness of x. For this reason, we show in Fig. 3 for better
visualization the density of states for large values of x
from the range of weakly doped compositions. For x =
0.10, the long-range AFM order is not observed any
longer, but a short-range order of the AFM type takes
place in this range with a correlation length & \r larger
than the length | of formation of the electron structure
(analogous to the mean free path); | = 2-3 lattice
parameters. Consequently, as a reasonable interpola
tion between the AFM ordering with along-range order
(x < 0.03) and the strongly doped paramagnetic region
(x> 0.18), we disregard the difference between the
long-range and short-range AFM order in weakly and
optimally doped samples and calculate the band struc-
ture in the AFM phase; for x > X, the band structure
in the PM phase is calculated. The vertical dashed line
in Fig. 3 showsthe position of the Fermi level. The evo-
lution of the position of the Fermi level upon doping
(Fig. 4) indicates the possibility of Fermi level pinning
as aresult of simultaneous increase in the carrier con-
centration and the spectral density at a virtual level.
Precisely such a behavior of the Fermi level was
observed in [20] for La,_,Sr,CuQ,. In the PM phase,
theimpurity band mergeswith the valence band and the
Fermi level for x > 0.15 isdisplaced towards the bottom
of the valence band.

4. FERMI SURFACE

Figure 5 shows the dynamics of the Fermi surface
Cross section upon a change in the doping level for the
PM phase. For lower doping levels, no agreement with
the experimental data [21] could be reached. This can
be explained by the necessity of a more detailed
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0 1 02 03
X

Fig. 4. Chemical potential shift as afunction of the doping
level. The solid curve describes the results of GTBM com-
putations (x < 0.15 for the AFM phase and x > 0.15 for the
PM phase). The experimental data for La, — Sr,CuO, are

borrowed from [20].

description of the spin system for lower doping levels.
The Fermi surface is subjected more strongly to the
effect of various parameters of the system and not only
the chemical potential, which is an integrated charac-
teristic. In our computations, the optimal doping level
for which the Fermi level reaches aVan Hove singul ar-

ity inthe PM phaseis observed at xj, = 0.55, whilethe

exp

experimental value is X, = 0.18. Assuming that we
were incorrect only while determining the scale of the
doping level and the evolution of the Fermi surface cor-
responds to the experimental results, we describe our
results in units of relative doping levels Xx'=

X* Xopt/ Xon, - Indeed, it can be seen in Fig. 5 that the

resultsof calculationsarein good qualitative agreement
with experimental data. Thus, the evolution of the FSin
LSCO is reproduced qualitatively in the concentration
range of x > 0.15. Quantitative discrepancies are
observed for the absolute value of Xx,,. A departure
from the Hubbard | approximation in which Eq. (4) was
derived and the inclusion of short-range order spin cor-
relations will apparently narrow the band and will lead

BORISOV et al.

to correct values of concentrations. An analogous con-
clusion was drawn for the t—=J model in [22, 23].

5. TEMPERATURE DEPENDENCE
OF ARPES SPECTRA

Kim et al. [24] obtained the results of a peculiar
variation of ARPES spectra for Sr,CuO,Cl, with tem-
perature. With increasing temperature, the height of
spectral density peaks decreased and the peaks were
shifted towards lower energies. For finite temperatures,
the intensity of the ARPES spectra can be described as

I(k, @) O f () Ak, w),

where A(k, w) was calculated by formula (5) with the
help of two-time Green temperature functions. Usually,
the temperature dependence of the photoel ectron spec-
trainthevicinity of the Fermi level isdetermined by the
spread of the Fermi distribution function. However, in
a system with strong correlations, additional, stronger
mechanisms of temperature dependence associated
with the spectral density itself come into play. In our
case of the undoped CuO, layer, the filling factors
depend on temperature in view of the temperature
dependence of the population of the upper spin level

€1 a- Intheabsence of spin fluctuations, wewould have

ESZAD =1/2 and n;° = 0. However, zero-point spin fluc-
tuationstake placeinthe AFM phaseevenat T =0, and
[8:0=1/2—n;° (0) and n;° =n(T). Asthe temperature
increases, the occupational humber n(T) for the upper
spinlayer increases. The value of n(T) can be calculated
quite easily in the spin-wave approximation (which
gives n,° = 2 for T = 0); however, experiments [24]
were performed for rather high temperaturesof T< T,
at which the evaluation of the magnon concentration is
acomplicated problem, which isbeyond the framework

of this paper. For thisreason, instead of n(T), we calcu-
late the spectral density at three points corresponding to

x=0.22

(T, ™ \,

x=03

(11, 1) (11, T0)

(0,0) (m.0) 0, 0)

(1 0)

(0,0 (1. 0)

Fig. 5. Evolution of the Fermi surface upon an increasein the hole concentrationin La, _ ,Sr,CuO,. Thin curves describe the results
of GTBM computations, while bold curves are ARPES spectroscopic data from [21].
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Fig. 6. Temperature dependence of the spectral density for points (21v3; 0), (T¢2; 12), and (0.41t, 0.411).

temperatures T, < T, < T3 such that n(T,) = 0.3, n(T,) =
0.4, and n(T3) = 0.5, point T, lying above Ty. It can be
seen from Fig. 6 that for all three points of the Brillouin
zone a which the temperature dependence of the
ARPES spectra, we obtained qualitative agreement
with the experiment; for Sr,CuO,Cl,, the spectral den-
sity peak amplitude at point k = (0.671t 0) decreases
upon an increase in temperature faster than at point k =
(0.51t 0.5m), in accordance with the experimental data.

6. CONCLUSIONS

A systematic analysis of the evolution of the elec-
tronic structurewith doping in LSCO withinthe GTBM
reveals the following three distinct features.

First, the Fermi level in the range of low-doped
p-type HTSC compounds is pinned by the states of a
virtual level in the region of the dielectric gap and
exhibits no shift. Indeed, in view of the presence of the
undoped virtual CuO, level at the top of the valence
band, which acquires a finite spectral density and dis-
persion as aresult of doping, the Fermi level is pinned
by these states and not by the valence band itself.

Second, as the dopant concentration increasesin the
PM phase, the evolution from the hole-type FS with the
center at k = (11, TM) to the electron-type FS with the cen-
ter at k= (0, 0) takes place[21]. This scenario isrepro-
duced in calculations. However, a discrepancy is
observed between the theoretical and experimental val-
uesof X, inthiscase. Sincethe cal culated val ues of X,
for the AFM phase are lower (x,, = 0.28-0.3), we
believe that this discrepancy is due to the simplified
description of spin correlations and hope that the cor-
rect value of X, can be obtained by taking into account
the short-range spin order.

Third, in the AFM phase of HTSC compounds, our
computations reproduce the pseudogap between the
“impurity” band and the top of the valence band. The
pseudogap is destroyed together with the impurity band
upon an increase in the doping level since the disper-
sion of electronsin the PM phase is similar to disper-
sion of optimally doped HTSC compounds.

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

In addition, the band structure of quasiparticles and
the spectral density strongly depend on the temperature
in the AFM phase; the nature of this dependence is
associated with the redistribution of the spectral weight
between various quasiparticles upon a change in tem-
perature. Neither the temperature nor the concentration
dependence of the band structure can be obtained using
the traditional one-electron band approach; these
dependences are consequences of the specific band
structure of quasiparticles in strongly correlated elec-
tronic systems [25].
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Abstract—The possibility of manifestation of quantization in the transverse component of the electron wave
vector in tunnel junctions with a small transverse size is considered. It is shown that the quantization of the
transverse component of the wave vector of tunnelling electrons becomes noticeable against the total back-
ground of the dependence of the differential tunnel conductivity on voltage when the Fermi energy of one of
the electrodes of atunnel junction is low (on the order of 1 eV), and one of its transverse dimensions is small
(onthe order of afew hundreds Angstréms). It is noted that the possibility of standing waves emerging in tunnel
junctions should be taken into account in analyzing spectroscopic quasiparticle excitations, which is based on

an analysis of the second derivative d?l/dV ? as afunction of voltage V. © 2003 MAIK “ Nauka/Interperiodica’ .

1. INTRODUCTION

Size-quantization effects in thin metallic films have
been studied by the electron tunnelling method quite
extensively [1-9]. However, in al these publications
(both theoretical and experimental), a traditional con-
figuration of atunnel junctions was considered; in this
configuration, two-dimensional regions of a thin-film
electrode were paralel to the tunnel barrier plane. It
should be noted that such an arrangement is not the
only possible one. Tunnel junction of small cross sec-
tion [spring-loaded junctions, in which one electrodeis
a sharp tip; contacts formed by breaking athin film on
a flexible substrate (break junctions); and junctions in
which the end face of athin-film electrodeisin contact
with the opposite bulk electrode] are widely used for
studying high-temperature superconductors and mag-
netoresistive materials. In all these cases, quantization
of one of the transverse components of the wave vector
can be expected under certain conditions; in this case,
the spectrum of tunnelling electrons may beinthe form
of a set of two-dimensional zones arranged at right
angles to the plane of the tunnel junctions. It should be
noted that quantization of the transverse component of
the electron wave vector may also take place in the
insulating layer itself. Indeed, the transverse compo-
nent of the e ectron wave vector, in contrast to its lon-
gitudinal component, remains real-valued in the barrier
(in the case of specular tunnelling, this component pre-
servesitsvaluein al the three parts of the tunnel junc-
tion). If the electron wave function attenuates exponen-
tially in the direction of tunnelling, it continues to be of
the wave type in directions parallel to the barrier plane.
Consequently, for small transverse dimensions of atun-
ne junction, the emergence of standing waves in the

barrier can be expected. It will be shown herethat quan-
tization of the spectrum of tunnelling electrons in such
junctions must be manifested in the differential tunnel
conductivity o(V) = di/dV for afavorable combination
of the barrier parameters and the electron characteris-
tics of the electrodes.

2. FORMULATION OF THE MODEL

For definiteness, we consider a tunnel junction
formed by athin metallic film whose end face adjoins a
bulk metallic electrode (see the inset to Fig. 1). Junc-
tions with such a configuration were used, for example,
in [10]. The tunnel current will be calculated using an
algorithm similar to the one employed in [7]. We will
proceed from the same assumptions on the nature of the
tunnel barrier and the mode of passage of the tunnel
current; namely, we assume that the potential barrier
has a trapezoidal shape,

¢z V) = ¢+ (¢,—eV-0,)Z/d,

and thetotal electron energy E and component k; of the
electron wave vector along the barrier plane are con-
served during tunnelling. In other words, we assume
that tunnelling is elastic and specular by nature. We
assume that the film and the bulk electrodes are not
made of traditional Fermi metals with a quadratic dis-
persion relation and the barrier transparency can be
determined using the BCS approximation (see, for
example, formula(4) in[7]). For simplicity, we assume
that the effective mass is equal to the mass of a free
electron in al three parts of the tunnel junction. First,
we consider the case when the Fermi energy of the ini-
tial electrodeislower than the Fermi energy of thefinal

1063-7761/03/9704-0781$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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Fig. 1. Differential conductivity of atunnel junction with the quantized transverse wave vector component in one of the electrodes.
The Fermi energies E,:1 and E,:2 of the electrodes are equal to 1 and 1.3 eV, respectively. The thickness L of the size-quantized

electrode is equal to 100 A. The parameters of the rectangular potential barrier: height ¢, = ¢, = 4 meV and thicknessd = 10 A.
The inset schematically shows the junction under investigation: M is the size-quantized thin-film electrode, M, is the ordinary

metallic electrode, | isthe insulating layer, and Sisthe substrate.

electrode, E¢ < Eg . We assume at the beginning that
the thin-film electrode is homogeneous in thickness L.
At T =0, the number N of filled two-dimensional bands
of the quasicontinuous spectrum of this electrode is
equa to the integra part of ./EL/W, where W =
(Th)?2mL? is the energy corresponding to the first
alowed value k, = 102L of the transverse component
of the wave vector. Figure 2 shows one of such sub-
bands. We apply bias voltage eV < Er —E, to the tun-
nel structure under study. In this case, electrons of the

initial electrode, which are located in the half-ring
formed by the lines of intersection of the constant-

energy surfaces Ex = const and Er —€V = const with
plane E, = E,, = const and moving towards the barrier
k, > 0 can tunnel to the opposite electrode (see Fig. 2).
The contribution from these electrons to the tunnel cur-

rent can be regarded as the difference in the current
contributions from the half-ring of radius

ky = /2m(Er,—E.)/%

and the half-ring of radius

ko = ,/2m(Eg,—E,—eV)/H.
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In contrast to [7], the electrons belonging to one sub-
band in this case possess different group velocities and
different tunnelling probabilities P(E,, V). The values
of these quantities are the same for particles located on
chords AB and A'B' (see Fig. 2). The contribution to the
tunnel current from the electrons located on chord AB
can be determined by multiplying the number of these
electrons by the group velocity, tunnelling probability
P(E,, V), and electron charge:

ek,P(E,, V)
Jag = B

J2m(Ee —E,—E,).

Integrating with respect to k, and passing from an inte-
gral with respect to momenta to integrals with respect
to energies E,, we obtain the tunnel current introduced
by the nth subband:

Be, —En
J(V) =K J’ P(E, V),/JEr, —E,—E,dE,
0
Er -eV-E, (D)
- I P(E, V),/Er,—E,—E,—eVdE, |,
0

eV <Eg, —E,
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whereK = e/2m/(1h)% For eV 2 Er —E,, al theelec-
trons of the nth subband can take part in tunnelling;
consequently,

Er,~Ey

V) = K [ P(E,V)JE ~E,-EdE, @

eVv>Eg —E,.
Differentiating J(V) with respect to V, we obtain ana
Iytic expressions for contribution (V) by the nth sub-

band to the tunnel conductivity o(V) in the case when
eV< Eg —E,,

0,(V) = K[A(V) =By(V) + C(V) + D,(V)].  (3)

where
Er,—Ey
AV = g—\-F; E. —E,—E(E,
0
Be, —En-eV
_ P
B,(V) = J’ WA/EFl—En—EZ—eVdEZ,
0
Be, —E,—eV
_ oP
Cy V) = I eSE JEr,—E,—E,—eVdE,,
z

0
D.(V) = eP(0,V),/Er, —E,—€V.
ForeV> E¢ —E,, wehave
an(V) = KAL(V). (4)

Partial derivative 0P/OE, in the expressions for A, B,,
and C,, appears as aresult of integration by parts, which
was carried out to get rid of the improper integral. In
our calculations, most of the energy quantities (E¢_, E,,
and E,), aswell as@, and @,, are measured from the bot-
tom of the conduction band of the initial electrode. The
only exceptions are the Fermi energy Ec , which is
measured from the bottom of the conduction band of
thefinal electrode and potential difference eV. It should
be noted that the values of @, and @, are connected with
the conventionally used barrier heights measured from
the Fermi level viatherelations ¢, = @, — E¢ and ¢, =

@ — Eg,.
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Fig. 2. Reciprocal space of a size-quantized thin-film elec-
trode for Ep < Eg_ . In the case of quantization of trans-

verse wave vector component k,, two-dimensional sub-
bands are perpendicular to the plane of the tunnel junction.

The total differential conductivity can be deter-
mined by summation over al two-dimensional sub-
bands:

o(V) = 25 0,(V).

If the Fermi energy of the initial electrode exceeds
the corresponding energy of the opposite electrode, the
situationisdightly complicated. Asamatter of fact, not

al electrons lying in the energy interval from E¢ to
Er, —€V can satisfy the specular tunnelling conditions

in this case; i.e., not al electrons can simultaneously
preserve the values of total energy E and parallel
momentum k; during tunnelling. For this reason, the

bands for which E, > E, make zero contribution to the
tunnel current for eV < E, — E¢_ . Tunnelling from these
bands is possible only for eV > E, — E . Tunnelling

electronsin this case lie in the hatched segment of the
circle of radius k;, formed by the secant

K, = Kpin = /2M(Er. —Ef —eV)/h

(Fig. 34). The contributions to the tunnel current from
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EF2 +eV

Ep —eV (b) Ep, Ep +eV

1@

Fig. 3. Reciprocal space of a size-quantized thin-film electrode for EFl > EFZ: (@ for E, > EF2 , electrons from the nth subband
can participate in the tunnelling process starting only from voltageswith eV > E,:2 —E,,; al such electrons are located in the hatched
segment; (b) for E, > E,:2 , tunnelling is possible starting from zero voltages; tunnelling electrons lie in the hatched region of

thering.

these bands are given by

J(V) =0, eV<E,-Ep,
Er, - E,
V) =K [ PEV).[E-E~EdE, (5
Er, —Er,—eV

En_ EI:2 < eV < EFl_ EFZI

The corresponding expressions for differential conduc-
tivity have the form

o,V) =0, eV<E,-E, (6)
on(V) = K[A (V) + D (V)],
E,—Ep <eV<Eq —E,

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

where
Ee, —En
oP
Aln(V) = J’ IV Ee —E.— E,dE,,
Br, —Ep,—eV

Dln(V) = eP(E;:1 - EF2 - eV, V)
x [Er,+eV—E,

ForeV = Eg — Eg , the expressions for tunnel current
and differential conductivity of these bands coincide
with expressions (2) and (4), respectively.

Energy bands satisfying the condition E, < E¢ con-

tribute to the tunnel current starting from zero voltages.
In this case, the electrons participating in the tunnelling
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are located in the annular segment (Fig. 3b):

Er, -,
3WV)=K [ PE.V)[E,-E,~EdE,
Er,—Er,—eV
Er,—eV-E, 7)

- I P(E, V),/Er,—E,—E,—eVdE, |,
Br, —Ep,—eV

eV < Er, — Er..

Differentiating this expression with respect to voltage V
we obtain

0n(V) = K[A (V) =B, (V) + C, (V) + D, ()],

eV <Eg —Eg,
where
Er, ~E,-eV
_ oP
Bln(V) = I 5\—/JEF1 —-E,—E,—eVdE,,
Er,—Eg,—eV
Er —E,-eV
_ oP
Cln(V) = J’ ea—E— JEFl —-E,—E,—eVdE,.
Er,—Ep,—eV z

The expression for the tunnel current for these bands
coincides with Eq. (1) for avoltage of eV > Ex — Eg,

and with Eq. (2) for eV > Er - E,. Accordingly, the

differential tunnel conductivity is calculated by for-
mula (3) for eV > B — E¢, and by formula (4) for

ev> E; —E,.

3. DISCUSSION

Our calculations show that singularities associated
with the presence of standing waves in the thin-film
electrode are not manifested in the differential tunnel
conductivity for ordinary metals with a Fermi energy
on the order of several electronvolts. However, these
singularities become quite noticeable for electrodes
with the Fermi energy on the order of an electronvolt.
For example, Fig. 1 shows the results of calculation of
the differential conductivity for a tunnel junction L =
100 A thick for the size-quantized electrode and with

the Fermi energies of the electrodesequal to B =1eV

and Eg, =1.3eV. Thepotential barrier parameterswere

assumed to be asfollows: d=10A and ¢, = ¢, = 4 eV.
Positive voltages in Fig. 1 correspond to tunnelling
from the electrode with a lower Fermi energy to the
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Fig. 4. Dependence of the second derivative d?l/dV? of the
tunnel current with respect to voltage on bias voltage V
across the junction for an “end face tunnel junction” in
which one electrode is a homogeneous size-quantized film
L =250 A thick. Barrier parameters: ¢4 = ¢, = 4 meV and

thicknessd = 10 A. The Fermi energies E¢and E_ of the

initial and final electrodes are equal to 1 and 1.3 €V, respec-
tively.

electrode with ahigher Fermi energy. Inthis case, start-
ing from zero voltages, all two-dimensional bands par-
ticipate in tunnelling. However, while the tunnel cur-
rent of the nth subband increases due to an increase
both in the barrier transparency and in the number of
el ectrons capable of participating in the tunnelling pro-

cessfor eV < Eg — E,, the latter factor disappears for

eV > Eg — E,. The band turns out to be completely
open, and theincreasein thetunnel current slowsdown.
Thisis reflected in the tunnel conductivity in Fig. 1 for
voltages V, = (E¢, — E,)/e. The negative polarity cor-

responds to the case when the Fermi energy E of the

initial electrodeis higher that the corresponding energy
Eg, of the final electrode. In this case, part of the

energy bands for which Ex < E, < Eg, at initia volt-

ages do not participate in tunnelling. The inclusion of
these bands is reflected in the region of negative volt-

ages for V, = (E¢, — E))/ein the form of kinks on the
o(V) curvein Fig. 1.

Figure 4 shows the dependence of the second deriv-
ative d?l/dV? of the tunnel current on voltage V, which
was obtained by numerical differentiation of the curve
describing the differential tunnelling conductivity. It
can be seen from the figure that size quantization in the
homogeneous film leads to the emergence of a distinct
structure of almost periodically repeated sharp singu-
larities in the dependence of d?l/dV? on V, which are
arranged, generally speaking, asymmetrically relative
to zero voltage. For anonhomogeneous film, the contri-
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100 150

V,mV

200

Fig. 5. Second derivative of the tunnel current with respect
to voltage of the tunnel junction under investigation with a
nonhomogeneous size-quantized electrode as a function of
the bias voltage. It is assumed that the junction consists of
ten blocks of different thicknessL from 245 to 255 A, which
appear with identical weights. The lattice constant a =
2.5 A. Thevalue of V,e =37 meV (indicated by the arrow)

satisfies the geometrical resonance condition for s/q = 2/5.
The remaining parameters of cal culations coincide with the
corresponding valuesin Fig. 1.

bution from the segments of different thickness add up
to give a complex spectrum of the dependence of
d?1/dv? on V.

One of the main difficulties encountered in the
method of electron tunnelling used for reconstructing
the electron—phonon interaction spectra for high-tem-
perature superconductors is that the dependence of the
second derivative d?l/dV? on V contains, in addition to
phonon singularities whose origin is attributed to the
electron—phonon interaction, astructure of singularities
extending far beyond the phonon spectrum of the mate-
rials under study. The presence of singularities of
unknown nature on the experimental curve consider-
ably lowers the confidence level of the results; for this
reason, rather peculiar hypotheses are used for explain-
ing such singularities. For example, it was proposed
in [11] that the singularitiesin question are due to mul-
tiphonon processes. Since, as mentioned above, small-
areatunnel junctionsin which the transverse wave vec-
tor component can be quantized are used for studying
high-temperature superconductors, it isquite natural, in
our opinion, to assumethat such quantization is respon-
sible for the emergence of high-energy singularities on
the curve describing the dependence of d?l/dV? on V.

Our calculations show that, if the quantized elec-
trode is not homogeneous over thickness, but consists
of individual segments of various thickness, the depen-
dence of d?l/dV? on V has a spectrum rich in singulari-
tiesin the entire calculated region of voltages. The gen-
eral form of this spectrum is found to be sensitive to
computation parameters such as the average thickness
of a quantized film as well as the barrier height and
thickness. Nevertheless, the position of several singu-
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larities remains unchanged in this case because these
singularities reflect the so-called commensurate energy
levels. Moreover, with an appropriate choice of compu-
tation parameters in the dependence of d?l/dV? on V, it
is possible to simulate the so-called geometrical reso-
nance. Such aresonance is possible since the thickness
of a nonhomogeneous polycrystaline electrode can
vary only discretely: L = Na, whereaistheunit cell size
in the direction of the x axis. Consequently, states exist
whose energies are independent of thickness. For
example, two-dimensional bands corresponding to a
state with a wavelength of A = 2a are present in quasi-
two-dimensional spectra of all crystalites irrespective
of their thickness. In order to determine the commensu-
rate states, we can use the relation

- S
res q a’
where g/gisanirreducible fraction (it can easily be ver-
ified that, for example, wavelength A, = 4a for §/g =
1/2 and, hence, the corresponding two-dimensional
bandsare presentin all crystalliteswith an even number
of layers) [9]. In complete agreement with the above
considerations, Fig. 5 shows the resonant structure for
voltages,

v = dfke)’ o
'~ el 2m T

which corresponds to s/q = 2/5, V,e = 37 mV.

Assuming that the value of L isinfinitely large and
replacing the summation over n by integration with
respect to E,, we arrive at the expression for the tunnel
current through an ordinary junction with nonquantized
metallic electrodes,

E; Er—E,
U dE
Jn(V) = KmEJJEX I P(E, V)./Er—E,—E,dE,
0 X 0 (9)
Er—eV Er—eV—E,

dE O
x [ PEV) JEr—E,—E,—eVdE,[]
Ex < O

_-!)'/\/_

where K,, = enV/(112)3. Naturally, the results of calcula-
tions made in accordance with this formula completely
coincide with the results obtained by using the stan-
dard formulas for tunnel current and tunnelling prob-
ability [9].
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Abstract—The relaxation dynamics of charge carriersin an epitaxial Lag ;Cag sMnO; film was studied by the
light reflection method with afemtosecond time resol ution in awide temperature range. The relaxation of time-
resolved photoinduced reflections was shown to be two-component in the whole temperature range including
the paramagnetic dielectric—ferromagnetic metal transition at T = 150-160 K. The fast relaxation component
had a maximum lifetime (T ~ 500 ps) in the transition region, and its contribution to rel axation increased astem-
perature decreased. The lifetime of the slow component was minimum (t ~ 15 fs) in the transition region. In
addition, fast oscillations assigned to coherent phonons appeared in photoinduced responsesat T < 200 K. The
dephasing time of these oscillations increased as temperature decreased, whereas their frequency changed

insignificantly. © 2003 MAIK * Nauka/Interperiodica” .

1. INTRODUCTION

The discovery of giant magnetoresistance in perovs-
kite manganese oxides (such as La, _,A,MnO;, where
A = Sr, Ca, or Ba) has stimulated extensive studies of
these systems. Thisinterest in manganitesis caused by
at least two reasons. First, the giant magnetoresistance
effect is potentialy important for several technical
applications, such as the design of magnetic recording
heads and devices for storing information. Secondly,
perovskite manganites are of interest for basic science.
Unlike standard (elemental and oxide) ferromagnets, in
which the electron spin is weakly coupled with the
crystal lattice, manganites are characterized by mutu-
ally related spin, charge, orbital, and lattice degrees of
freedom, which results in a fine balance of interactions
responsible for their complex phase diagram [1]. This
phase diagram includes metal—dielectric transitions,
charge and orbital ordering, and electronic phase sepa-
ration, which manifests itself by the formation of spin
and charge stripes and other inhomogeneous states. The
phase diagram of manganites isin many respects simi-
lar to the diagram of high-T, superconductors, because
materials of both classes are strongly correlated sys-
temsin which the potential energy of carriersis compa-
rable with or larger than their kinetic energy. The con-

ductivity (chargetransport) of manganites canto agreat
extent be determined by the spin subsystem and caused
by the double exchange mechanism, whereas the Jahn—
Teller distortion of Mn®*Og4 octahedra couples the spin
and |attice degrees of freedom. The ferromagnetic tran-
sition in manganitesisunusual and, asarule, coincides
with the metal—dielectric transition, which is responsi-
ble for the giant magnetoresistance effect. The results
of experimental studies of these materials are summa-
rized in review [1], and the most important theoretical
models are described in reviews [2-5]. An analysis of
these works shows that, currently, no consensus has
been attained in understanding the physics of mangan-
ites. This makes further inquiries capable of providing
new information atopical task.

Advances in laser technology, which alowed the
laser pulse width to be reduced to several femtosec-
onds, opened up possibilitiesfor studying the dynamics
of excitation in solids in real time. At present, such
studies are being actively performed for condensed
media [6, 7]. Understanding the mechanism of restor-
ing equilibrium disturbed by a pumping pulse alows
the special features of the dynamics of elementary exci-
tations and their interaction to be reveded. Quite
recently, the potential of optical time-resolved methods
has been demonstrates in studies of such strongly cor-
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related systems as high-T, superconductors, one- and
two-dimensional systems with charge density waves,
and one-dimensional perovskites [7-11]. This
prompted us to undertake a study of one of the lantha-
num manganites (La,;Ca, sMNnO3) by pumping—prob-
ing with femtosecond laser pulses to track the relax-
ation dynamics of quasi-particles in this material in a
wide temperature range including the metal—insulator
transition. Note that the creation of a nonequilibrium
photoinduced hole population in high-T, superconduc-
tors gave additiona information about Hubbard con-
stants in the copper and oxygen bands and allowed the
charge gap width to be determined [12]. It followsfrom
these results that a systematic study of manganites
under the conditions when the electronic subsystem is
noneguilibrium offers much promise.

2. THE SAMPLES AND PROCEDURE
FOR MEASUREMENTS

The epitaxial Lay,CaysMnO; films were prepared
by off-axis laser spraying on chemicaly purified
LaAlO; substrates 1.0 x 1.0 x 0.5 cm?® in size. The
scheme for laser spraying was similar to that described
in [13]. YAG : Nd* laser radiation (A = 1.06 pm, T =
15 ns, and f = 12.5 Hz) wasfocused into a0.2 x 0.2 cm?
spot on the surface of a rotating ceramic
La,,Ca,sMnO; target of the stoichiometric composi-
tion at an angle of 45°. The energy density on the sur-
face of the target was about 2 Jcm?. The oxygen pres-
sure during deposition was 10-30 Pa, and the distance
between the target and the substrate was 3.5-4.5 cm.
The substrate temperature during film growth was var-
ied in the temperature range 700-760°C. The film
thickness exceeded 1000 A, and the | attice constant was
3860 A. The X-ray patterns of the films only contained
(001) Lay;CaysMnO; reflections and were free of
traces of hkl-type orientations with h, k # 0 or impurity
phases. The [100] La,,Ca,sMnO; || [100] LaAlO; ori-
entation was observed in the substrate plane. The tem-
perature dependence of the resistance of the samples
was studied to find that, at T = 140-160 K, the 0p/oT
derivative changed sign from positive at low tempera-
tures to negative at T > 150-160 K, see inset to Fig. 1.
The electric conductivity, although small in magnitude,
increased as the temperature rose. The conductivity
changed by oneto two orders of magnitude after thetran-
sition and decreased toward its |ow-temperature value as
the temperature increased further. Measurements per-
formedinanH = 0.9 T magnetic field showed that, at the
highest film magnetoresistance, (py — Po)/Py = 15%.

Measurements in the time range were performed
using a system for rapid scanning [9] and sapphire
titanate laser pulses (A = 780 nm) width 70 fsin width
with a 78-MHz repetition frequency. The train of laser
pulseswas split into two beams. The probing beam was
approximately 50 times weaker than the pumping beam
(the probing beam power was 2 mW). The sample was
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Fig. 1. Time-resolved differential reflection |AR/R| for a

Lag 7Cap3Mn0O5 film at room temperature. The fast relax-

ation component is hatched. Given in the inset is the tem-
perature dependence of resistance. The dashed linesrefer to
the fast and slow relaxation channels.

excited by a pumping pulse and probed by the second
(probing) pulse with a controlled time lag. The polar-
izations of the exciting and probing pulses were mutu-
aly orthogonal and lay in the film plane. The experi-
mentally measured value was the difference reflection
of the excited and unexcited samples AR(t) = R(t) — R,
as afunction of delay time t between the pumping and
probing pulses. The zero point of the time axis was
determined from the autocorrel ation function. The sam-
ple was placed into an optical helium cryostat, which
allowed usto perform measurementsin the temperature
range 4-330 K.

3. EXPERIMENTAL RESULTS
AND DISCUSSION

A typical optical response recorded by exciting and
subsequently probing a La,;Ca,sMnO; epitaxia film
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Fig. 2. Temperature dependences of time-resolved differential reflection AR/R;, at several specified temperatures.

by a femtosecond pulse is shown in Fig. 1. The film
experiences atransition to the excited state in times on
the order of 100150 fs after the arrival of the pumping
pulse. Simultaneoudly, its reflection decreases to its
minimum value. This excited state on the system
relaxes to the equilibrium state in times of the order of
dozens of picoseconds. Asthe material under study has
hole conductivity, its reflection decreases after the
action of a pumping pulse. The relaxation of the photo-
induced differential reflection is nonexponentia in
character and can be approximated by the sum of two
(dow and fast) exponentia functions,

-AR/R, = A(T)exp(—t/t,) + B(T)exp(-t/tg).

This two-component relaxation dynamics is clearly
seen in Fig. 1, in which the differential reflection is
plotted on the linear and logarithmic scales. The fast
component relaxes in times on the order of hundreds of
femtoseconds, whereas the lifetime of the slow compo-
nent amounts to dozens picoseconds.
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The relaxation dynamicsis shown in Fig. 2 for sev-
eral temperatures in both the dielectric (paramagnetic)
and metallic (ferromagnetic) states. This figure illus-
trates the temperature dependence of the time-resolved
photoinduced response. The two-component relaxation
dynamicsisobserved at all temperatures of our experi-
ments, and the differential photoinduced response

|AR/Ry| monotonically increasesin magnitude as tem-

perature decreases. In addition, the ratio between the
fast and dlow relaxation dynamics components
changes. Thelifetime of the fast component and its con-

tribution to relaxation increase as the temperature
approaches that of the largest resistance. Simulta-

neoudly, the lifetime of the slow component decreases
and becomes minimum in the region of the paramag-
netic dielectric—ferromagnetic metal transition temper-
ature. In the ferromagnetic metallic phase, cooling the
sample decreasesthelifetime of the fast component and
slightly increases the lifetime of the slow component.
The results that describe temperature-induced changes
in the dynamics of relaxation are summarized in Fig. 3.
Note that AR reflection changes induced by the pump-
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Fig. 3. Temperature dependences of the dynamic character-
isticsof excitation relaxation. Fast T and slow T relaxation

components are given at the top, and the ratio between the
fast and slow component contributions, at the bottom.

ing pulse are virtually independent of temperature.
Changes in the AR/R, differential reflection caused by
sample cooling are largely determined by changes in
the unexcited sample reflection R;,.

Somewhat above the temperature at which resis-
tance is maximum, fast relaxation curve oscillations
appear. These oscillations are shown in Fig. 4, where
the nonoscillating relaxation component is subtracted.
The oscillations can be attributed to coherent phonons
excited by ultranarrow laser pulses [7]. The phonons
recorded using subpicosecond pulses are called coher-
ent because they have a well-defined phase [7], unlike
therma phonons, which are studied by Raman and
infrared reflectance spectroscopy. Such phonons can
appear because the exciting pulse width At is smaller
than the inverse phonon mode frequency Q*, At < QL.
Coherent phonons are recorded for Lay;CaysMnO;
films at al temperatures below T = 200 K and are
absent at the higher temperatures. The phonon modes
were identified by numerically Fourier-transforming
the time range data into the frequency range; the result
isshown in Fig. 5. The period of the oscillationsinsig-
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Fig. 4. Time resolved differentia reflection AR/R, of a

Lag7Cap 3MnOs film at T = 150 K. Shown in the inset are
the oscillations assigned to coherent phonons.

nificantly decreases and their lifetime considerably
increases as the temperature lowers. For instance, at
T=190 K, the oscillations are damped during one
cycle, whereas the frequency of the oscillationsat T =
150 K is much higher than the inverse damping time.
This follows from a comparison of both time-resolved
responses and periodograms of the oscillating response
component. One of such periodograms is shown in
Fig. 5.

It isexpedient to precede a possible interpretation of
the results with a presentation of the generally accepted
views on the system under study. The La,,Cay,sMnO;
compound can be treated as a solid solution formed by
LaMnO; and CaMnO;. Doping LaMnO; with divalent
Ca yields a mixed-valence compound, which contains
Mn3* and Mn** ions. In the double exchange model, the
width of the hole band, which depends on the level of
doping and temperature, controls the metal—dielectric
transition. Exchange coupling aloneis, however, insuf-
ficient for obtaining the real characteristics of mangan-
ites. As distortions caused by the cooperative Jahn—
Teller effect aready exist in the initial LnMnO; com-
pound and lower its symmetry from cubic, it has been
suggested that taking into account lattice excitations
and strong electron—phonon coupling may give a cor-
rect description of the system. The Jahn—Teller effect
lowers crystal symmetry and removes degeneracy of
the e; d Mn orbitals. Depending on the theoretical
model, it is assumed that doping results in the appear-
ance of ahole either on the manganese d orbital [4] or
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Fig. 5. Fourier transform of the time response of the oscil-
lating AR/R;, signal part at T = 150 K. The dashed line was

obtained by fitting the Lorentzian function with the param-
eters shown in the figure to the experimental curve.

on the oxygen p orbital [3]. Irrespective of the model, it
is, however, believed that the conductivity of this sys-
tem ispolaron in character (that is, the charge carrier is
“dressed” in a phonon or magnetic coat).

We begin the discussion with the temperature
dependence of the differential reflection, which
increases as the temperature lowers. An increase in
|AR/Ry| is, as mentioned above, caused by a decrease
in Ry, that is, in reflection at negative delay timest. A
decrease in R, at low temperatures is determined by
changes in the optical spectra. It is known that, in the
dielectric phase, the optical conductivity spectra have a
peak at =1.0 eV, which increases in intensity and shifts
to the lower frequencies as the temperature decreases.
This peak is aso recorded in the ferromagnetic phase
and transformsinto a Drude response at helium temper-
atures [14, 15]. The temperature dependence of the
optical conductivity was described using the double
exchange model including the dynamic Jahn—Teller
effect; it was attributed to changes in the Jahn—Teller
polaron, which had a small radius at high temperatures
and alargeradius at low temperatures [14]. The appear-
ance of the quasi-Drude response in the temperature
range in which the resistance is fairly large was, how-
ever, explained in [15] by phase separation (according
to this model, charge carriers experienced segregation
in high-conductivity regions, which had theform of fer-
romagnetic drops in a dielectric matrix). Inelastic neu-
tron scattering measurements gave experimental evi-
dence for phase dtratification in manganites; in these
experiments, two spin excitation branches with qua-

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

MISOCHKO et al.

dratic and linear dispersion laws were recorded [16—
18]. The first branch was associated with magnons in
the ferromagnetic phase, and the second branch was
assigned to magnetic excitations of the antiferromag-
netic phase.

If, following [15], we relate the fast relaxation com-
ponent to the relaxation of carriersin the ferromagnetic
phase (which are characterized by high mobility and
low concentration) and the slow component to carriers
in the antiferromagnetic phase (low mobility and high
concentration), then the fraction of the ferromagnetic
phase should decrease as the temperature lowers
because the B/A ratio increases. Such a behavior is
physically meaningless, because the fraction of the fer-
romagnetic phase at T < T, cannot be smaller than at
T>T..

One can attempt to relate the fast component of the
decay of the excited state to the relaxation of photoex-
cited band carriers, whereas the slow component may
be ascribed to the relaxation of the polaron coat, which
is responsible for the large mass of polarons and con-
sists of localized spins and/or phonons. With such an
assignment of the components, a change in the temper-
ature dependences of the components in the region of
the transition temperature is, most likely, evidence of
the crossover of the nature of the polarons. This can be
the transition from large-sized to small-sized polarons
or a bipolaron—polaron-type transition [3].

We emphasize that we do not assert that the two-
component response to the action of ultranarrow laser
pulses cannot be explained within the framework of the
phase separation model. The optical method that we use
is, however, an integral method, and the question of the
characteristic size of nonuniformities and the topology
of the nonuniform state therefore remains open. We can
only note that the films were macroscopically homoge-
neous and their relaxation dynamics was not influenced
by observation point displacements (the size of the
probed region was 300 um).

Note that several experimental and theoretical
works give evidence of the thermally activated charac-
ter of conductivity for optimally doped manganites in
the paramagnetic phase [19, 20]. A detailed time-
resolved study of manganites at temperatures T = T, can
in principle be used to estimate the activation energy.

Thefast photoinduced response oscillations occur at
afrequency of 2.4 THz (=80 cm™). The low oscillation
frequency favors the assignment of this phonon to
either La-ion stretching motions or oxygen octahedron
rotations (Mn ions make no contribution to even
phonons, and the stretching and bending oxygen
motions have much higher frequencies). Unfortunately,
we cannot directly compare our results with Raman
spectra because data on the Raman frequencies below
100 cm are lacking [21]. In principle, an arbitrary
Raman-active (even) phonon can be excited by femto-
second pulses provided the excitation mechanism is
stimulated Raman scattering. If coherent phonons are
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generated by the shift mechanism, totally symmetrical
modes can only be observed [16]. As the coherent
phonon with a2.4 THz frequency exists both above and
below the transition temperature, it should be suggested
that the transition occurs without a change in lattice
symmetry. The fast photoinduced response oscillations
are absent at temperatures T > 200 K because the decay
of thismodeis a strong function of temperature and the
phonon is predamped in this temperature range. At the
same time, there is no indication of transition-induced
phonon frequency softening. Some increase in the fre-
guency at low temperaturesismost likely caused by lat-
tice anharmonicity.

4. CONCLUSIONS

The temperature dependence of relaxation dynam-
icsisevidence that two contributions with substantially
different lifetimes exist in La,,Ca,sMnO; lanthanum
manganites. The fast relaxation component with life-
times of the order of hundreds of femtoseconds reaches
amaximum in the region of the dielectric-metal transi-
tion, and its contribution increases as temperature
decreases. The dow component with lifetimes of the
order of dozens of picoseconds also has an extremum
(minimum) in the transition region. The two-compo-
nent character of relaxation, which includes contribu-
tions whose ratio changes in the transition, is evidence
of a change in the character of the polaron responsible
for conductivity in this material.

The fast photoinduced response oscillations
assigned to coherent phonons exist both above and
below the transition temperature. It follows that the
structure of the lattice remains unchanged in the transi-
tion. However, note that, athough the frequency of
these oscillations changes insignificantly as tempera-
ture decreases, their damping (dephasing) considerably
weakens.
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Abstract—The theory of Raman scattering by the coupled electron—phonon system in metals and heavily
doped semiconductors is developed with Coulomb screening and the el ectron—phonon deformation interaction
taken into account. The Boltzmann equation for carriersis applied. Phonon frequencies and optic coupling con-
stants are renormalized due to interactions with carriers. The k-dependent semiclassical dielectric function is
employed instead of the Lindhard-Mermin expression. The results of calculations are presented for various
values of the carrier concentration and the el ectron—phonon coupling constant. © 2003 MAIK “ Nauka/ I nter pe-

riodica” .

1. INTRODUCTION

Recently, there has been considerable interest in the
effect of electron—phonon interactions on optical-
phonon dispersion. This interest is stimulated by con-
tradictions between different approaches to the elec-
tron—phonon interaction. The strong phonon renormal-
izations werefirst obtained by Migdal [1] (seeaso[2])
within a consistent many-body approach based on the
Frolich Hamiltonian. An extremely large dispersion of
optical phonons was predicted in [3] aso using the
Frélich model. These results contradict the Born—
Oppenheimer (adiabatic) concept [4] according to
which the phonon renormalizations should be small in

terms of the nonadiabatic parameter /m/M , where m
and M arethe electron and ion masses, respectively (see
also [5]). Theoretical investigations [6] of the sound
velocity and acoustic attenuation in metals confirm the
adiabatic concept. In arecent paper, Reizer [ 7] empha
sized the importance of taking the screening effect into
account. To our knowledge, the Coulomb screening
effect on LO phononswasfirst studied in[8]. Using the
Boltzmann equation, we found in [9] that the electron—
phonon interaction results more significantly in optical -
phonon damping than in the dispersion law. In any case,
the Frolich model has evident shortcomings.

From the experimental standpoint, the best opportu-
nity for the investigation of interactions between elec-
trons and optical phonons is provided by coupled
phonon—plasmon modesin doped semiconductors (see,
e.g., [10]). Two such modes, L*, have been observed in

TThis article was submitted by the author in English.

Raman experiments for many semiconductors. At the
early stage, the Raman results were compared with the
theory in [11] based on the Drude model (see,
e.g., [12]), but the Lindhard—Mermin expression for the
dielectric function has been used more recently [13].

The Lindhard-Mermin expression [14] represents a
sophisticated generalization of the Lindhard function
with the help of the electron relaxation time. The
Lindhard approach isvery useful, while the momentum
transfer k in the Raman scattering is compared with the
Fermi momentum pe. The most significant effect of the
carriers should be expected for kv ~ w, where vgisthe
Fermi velocity and w is the phonon frequency. For sol-
ids with metallic conductivity, the Fermi velocity can
be estimated using the argument of stability under the
Coulomb interaction e?/Tive < 1. This condition gives
Ve ~ 0.7 x 108 cm/s. For the typical value of the optical
phonon frequency w = 500 cm™, the values of interest
arek < w/ve = 10° cm. Therefore, the condition k < pe
is satisfied for a carrier concentration larger than 3 x
10Y cm3. In experiments, heavily doped semiconduc-
torswith alarge carrier concentration are used in order
to obtain a visible carrier effect. The condition k < pg
isthen satisfied, and we can apply the Boltzmann equa-
tion in calculating the electronic susceptibility and in
the evaluating the Raman cross section. The method of
the Boltzmann equation is valid for the anisotropic
electron plasmain solids at arbitrary temperatures. In
the present paper, we obtain the Raman efficiency,
applying the Boltzmann equation for generated carriers
in heavily doped semiconductors at a temperature
lower than the Fermi energy, T << €.

1063-7761/03/9704-0794%$24.00 © 2003 MAIK “Nauka/Interperiodica’
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2. EFFECTIVE HAMILTONIAN
AND LIGHT SCATTERING

For the electron—phonon system in solids, we use
the operator of particle numbers A, the phonon dis-

placements b;, and the macroscopic electric field E,
which accompanies vibrations in polar semiconductors
and acts on the electron and ion charges. The effective
Hamiltonian describing inelastic light scattering in sol-
ids can be written in the semiclassical Wigner represen-
tation as

¥ = izzj’darN(r, HU(r, 1), 1)
mcC

where
N, t) = yA(r, ) +g;by(r, t) + geE(r, 1) ()

isalinear form in the variables f, b;, and E. The sub-
script j denotes the various phonon modes, longitudinal
(LO) or transverse (TO). More precisely, the subscript |
designates the different phonon representations, which
can be degenerate. The transformation properties of the
coupling constants g; are determined by this representa-
tion. The notation U(r, t) isintroduced for a product of
the vector potentials of the incident and scattered pho-
tons,

AV, A, ) = U(r, t)
= exp[i(k O —wt)]U(k, w),

where the momentum and frequency transfers are k =
k0O —k® and w = w® — w®. The polarization vectors of
bi(r,t), E(r, t), AQO(r, t), and AO(r, t) are included in
the coupling constants.

The first term in the right-hand side of Eq. (2)
describes the light scattering by electron—hole pairs
with the vertex

EE(C) 1
y(p) = € eB |:60(|3 + m

B .a
pfn pnf

XZE — +
= (& ¢(p) —eq(p) + "

PinPh D}
€1(P) — &x(p) + L)
where the resonant term is included; e} and € are

the polarization vectors of the incident, AO(r, t), and
scattered, A®)(r, t), photons. The quantum-mechanical
and statistical average of thefirst termin Eq. (2),

2d°p
( Zn)gy(p) fo(r, 1) ©)

TyA(r, 9 = |
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can be expressed in terms of the electron distribution
function f(r, t). The constants g; and g are the defor-
mation-optic and electrooptic couplings with the
phonon displacements and the macroscopic electric
field, respectively. The estimation gives g; ~ 1/a*, ge ~
1/ea, and g(p) ~ m/m*, where a is the | attice parameter
and m* isthe effective mass.

Thevariable U(r, t) can be considered as an external
force. The generalized susceptibility x(k, w) is then
introduced as the linear response to this force,

IV (k, )0 = = (k, w)U(K, ). (4)

According to the fluctuation—dissipation theorem,
the function

2
Kk, w) = l—_mlmx(k, w)

isthe Fourier component of the correlation function
K(r,t; r',t) = CONT(r, )N'(r', ), (5)

which depends only on the differencesr —r'andt —t".
The Raman cross section is given by

do ~ k?)oo(S)D 2ez D2

2
dQ)(S)dQ(S) T TC Q:hmw(iﬂ K(k’ (A))lU(k, (*))l ,(6)

where k¥ is the normal to the sample surface compo-
nent of the scattered wave vector in vacuum.

A note should be made. Evidently, any sample hasa
surface. The surface effects in the Raman scattering
were considered in our paper [15]; they are omitted in
the derivation of Eg. (6). Because of the skin effect,
moreover, the incident and scattered fields do not pene-
trate the bulk. For the optical range of theincident light,
we have normal skin-effect conditions. We then inte-
grate the distribution |U(k, w)J? in Eg. (6) over the nor-
mal component k,. As shown in [15], the integration of
|U(k, w)|? gives afactor of 1/¢,, where ¢, is expressed
in terms of the wave-vector components inside the

semiconductor, ¢, = Im( k(zi) - kf)). The Raman cross

section (6) is dimensionless. It represents the ratio of
the energy of inelastic scattered light to the incident
energy.

3. BOLTZMANN EQUATION
FOR CARRIERS

The problem of the evaluation of the Raman cross
section consists in the calculation of generalized sus-
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ceptibility (4). We apply the Boltzmann equation for
the electron distribution function:

afy(r, 1) +Vafp(r,t) N pafp(r,t)
ot or op

1 (7)
= —[f5(r, 0O (r, 0.

The angular brackets denote the average over the Fermi
surface,

2d
0.0= VlOJ’()—SF3

(2m)
wheretheintegral isperformed in the momentum space
over the Fermi surface and v, is the density of electron
states, defined by the condition (0= 1. We use the
T-approximation, which is correct for the electron scat-
tering by defects in metals and heavily doped semicon-
ductors. Thecollision integral in form (7) conservesthe
number of electronsin collisions. Therefore, the charge
density satisfiesthe equation of continuity. Thisensures
the correct w-dependence of the diglectric function at
low frequencies.

In accordance with Egs. (1), (2), and (3), instead of

the unperturbed electron spectrum g,(p), we introduce

the local electron spectrum in the presence of the exter-
nal force U(r, t) as

e(p,r,t) = go(p) +Y(PIU(r, 1) + {;(p)by(r, 1),

where the last term represents the electron—optical-
phonon deformation potential and by(r, t) =

[Th;(r, t)D. We use this form of the electron—phonon
interaction instead of the Frolich polarization type
(p)divb(r, t) because thefirst islarger by the parame-
ter /ka for optical phonons.

Welinearize Eq. (7), seeking its solution in the form
df,
For, ) = fole(p. 1, ) —p] —=01,(r, ), (8)

where fo[e(p, r,t) — ] isthe Fermi—Diraclocal distri-
bution function. It isimportant that the collision termin
the Boltzmann equation is canceled by the local-equi-
librium termin Eq. (8).

We impose the number conservation condition on
the chemical potential,

d d
I(nggfo[e(p,r,o—u] =j(—27TF—;-3fo(so—uo),

and obtain

M = Mo+ Dy(p)DJ(r, t) + LT;(p)hy(r, 1).
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This condition implies the renormalization of vertices

y(p) — Y(p) — ()T
¢i(p) — ¢;(p) — IZ;(p)]

and this substitution is to be made in what follows.

The linearized Boltzmann equation in the Fourier
componentsis given by

9)

—i(w—k [V +i/1)8f (K, 0)
= Yk, @) + BBf (k, T,

where

ok, w) = evE(K, w)
—iw[y(p)U(k, w) +{;(p)b;(k, w)].
The solution to this equation is easily obtained as
Of ok, @) = i[Wyk, w)+ B y(k, W)IT]/A,, (10)
where we designate A, = w—Kk - v +i/t. We now obtain

i (K, w)/AS]

B o(k, W) = .
oo OB = 773 S /YN

(11)

Notice that in accordance with the adiabatic con-
cept, no additional contribution comes from the local
equilibrium distribution function fy[e(p, r, t)] in Eq. (8).

4. EQUATION OF MOTION
FOR PHONONS INTERACTING WITH CARRIERS

In thelong-wave approximation (k < 1/a, whereais
the lattice parameter), we write the equation of motion
for the phonon displacement field as

(@ -)bik,©) = EE (K o) - L0

12
1 s

- M'N.l'v(zn)gz’(p)af o, )

where N is the number of unit cellsin 1 cm3, M' isthe
reduced mass of theunit cell, and Z isthe effectiveionic
charge. The nonperturbed phonon frequency w, must
be considered in the absence of the electric field and
without any electron—phonon interactions. In the long-

wave limit, we can expand it as w; = wj + s2k2 with a
value of the dispersion parameter s on the order of the

typical sound velocity in solids. We note that the optical
phonons always have the so-called natural width " ~

Wy~/M/M . The natural width results from decay pro-
cesses into two or more acoustic and optical phonons.

No. 4 2003



ELECTRON—PHONON INTERACTION AND COUPLED PHONON-PLASMON MODES

Inthefinal expressions, we will substitute ooi -

—jwma — g2,

Equation (12) isapplied to both the longitudinal and
transverse phonons. It follows from the Maxwell equa-
tions that the electric field is longitudinal, E ||k, in the
optical region k > wc. If the excited phonons propa-
gate in the symmetric direction, the TO and LO
phonons are separated. Therefore, the electric field is
involved in only Eq. (12) for the LO phonon. In addi-
tion, the coupling ¢;(p) depends on the phonon repre-
sentation j.

Using solution (10), we rewrite Eq. (12) as

g Uk, w)

(w w)b(k W) — E(k W) = - N (13)
where the phonon frequency
2 _ o OV G\ 1Z(P)/AT
@ = WM-N% A, | " Toampn 44
the effective ionic charge
5 = 71
Z=Z N .
x&d@»u@MﬂﬂW%@
A, -0a/a0 O
and the deformation-optic coupling
g =g
G(PYP)\ | i Zp)/ATY (p)/AfH (16)
+ WV, +
A, - 0/A 0 O

arerenormalized because of the electron—phonon inter-
action ¢;(p).

5. POISSON EQUATION
FOR THE MACROSCOPIC FIELD

We consider the longitudinal electric induction D
that accompanies lattice vibrations. There are several
contributionsto thefield: (1) the polarization aE(r, t) of
the filled electron bands; (2) the lattice polarization
NZb, (r, t); (3) the contribution of the free carrier den-
sity p = —divP,; and (4) the term P = <9%(/0E = —gcU
that explicitly results from Hamiltonian (1), (2). Col-
lecting al these terms into the Poisson equation
divD =0, wefind

€,E(K, w) + 4TINZDb, 5(k, w)
2d p (17)

4T[I e

6fp(k w) —4mgeU(k, w) = 0,
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where the high-frequency permittivity €, = 1 + 4ma.
Using the solution of the Boltzmann equation, we
rewrite the Poisson equation in the form

go(k, W E(K, w) + 4TINZb, o(k, w)

- (18)
= 4AngeU(k, w),
where the €lectronic dielectric function
_ kO [60/ A ,(K)O
ek, o) = Euven ] [1— = Ap(k)m] (19)

contains the Thomas—Fermi parameter k§ = ATV JE,,..

Because of the el ectron—phonon interactions {, o(p),
the ionic charge obtains an additional term,

iev,
Z=2Z+ N o0
< V,( o(P) + i LV /A | o(p)/AJH
A, -0/ U

of the opposite sign compared withthat in Eq. (15). The
electrooptic coupling in Eq. (17) also changes, but
because of the light scattering by carriers y(p):

Oe = Qe
ey QYY) VAT (R)/ASE (D)
O A, -0/ U

6. RAMAN SCATTERING
BY ELECTRON-HOLE PAIRS, PHONONS,
AND COUPLED MODES

Wearenow in aposition to calculate susceptibility (4).
Using Egs. (3), (10), (11), (16), and (21), we obtain

TN (K, ) = X o(k, W)UK, )

+;by(K, 0) + 9E(K, w), (22)
where
) .
_ vip)\ |, i )AL
Xelk, ) = _‘*’VO% A, >+ T /A0

gives the light scattering with the excitation of elec-
tron—hole pairs. We note that the renormalized coupling

ge entering here differs from ge in (21) by the sign of
the second term:

_ {vy®) VALY (p)/A
0c = gE+|evog Z(p)> VBT OV
p

To find E(k, w) and b(k, w), we must solve the system
of algebraic equations (13) and (18). Using Eq. (22), we
then obtain the generalized susceptibility

p
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0'e(k, 0)/NM' — 4TG0 (6] —
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w?) — 4T, (9cZ +9:2)! M

X(k, @) = Xk, ) +

(23)

(oo -Ww )se(k w) + ATINZZIM®

Expression (23) is our main result. The poles of the
second term give the spectrum of collective excitations
of the electron—phonon system. We discuss Eqg. (23) in
various limiting cases.

6.1. The Electronic Scattering
We obtain the Raman electronic scattering from
Eq. (23) if weset §; =ge = Z = Z = 0. We then have

X(k, 69 = Xdk, 0+ = (24)

where g isgiven by Eq. (21) with gz = 0.
For the isotropic Fermi surface, we calculate the

dielectric function in Eq. (19) by performing integra-
tion:

st
A T 2kve

where we must take the branch of Inx that is real for
positive real values of x.

For the anisotropic Fermi surface, the calculations
can be performed in limiting cases. For |K| > 1, we use
the expansion for electronic dielectric function (19),

) b eo

where u = v - k/vk and d(X) is the Dirac delta function.
In this case, the Raman efficiency hasa“tail” dueto the

Landau damping,
_ Tvw/ y3(p)
= T <—V O(H))-

We see that the Raman cross section vanishes for the
isotropic vertex y(p) because of Eqg. (9). Thisisaresult
of Coulomb screening. It was first obtained in [16] for
Raman scattering in semiconductors (see [17]).

In the opposite case, where |K| < 1, thefirst term in
Eq. (24) givesthe result

1+kK kv
1-k w+itH

(25)

ek, w) = g, [ﬂ+g:(% [1+|

Imy(k, w) (27)

Imxq(k, w) = voly (p)D—

(o071 (28)

which was first found in [18] with the help of the
Green-function technique. The second term in Eq. (24)
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reveals a plasmon pole at small values of k. The
k-expansion of the dielectric functionis

O 2 + kw0
ek, ) = £, 01— -Lpe KW (29)
0

w(w+ithd

where the k-independent term represents the Drude
conductivity and the el ectron plasmafreguency isgiven

by theintegral over the Fermi surface, wh, = K; CV/20.
The complex coefficient
_ ko(D/4D+|E\/2D2/wT)
(w+it )
For the quadratic electron spectrum [V = VA3

and (V0= V5.
The k-expansion of gg gives

N ievok Y(p) vD
gE = - EN
(w+ith)

because g = 0 and the zero-order term in the k-expan-
sion vanishes due to the time invariancev — —v. The

intensity of the plasmon peak isthen proportional to k?,
in accordance with the known behavior of the dynami-
cal structure factor.

6.2. Raman Scattering by TO Phonons
The second term in Eq. (23) gives the TO phonon
scatteringif weset Z = Z = g =0:

~2
/NM'
Xk, @) = = Oro
Wro— w —iwl

(30)

nat’

where w;o and G are defined in Egs. (14) and (16)
with ¢;(p) = {7o(p); we add the phonon width M men-
tioned above.

Two points must be noted here. First, the TO-reso-
nance occurs at the renormalized frequency wro . Tak-
ing the real and imaginary parts of (14), we obtain the

TO phonon shift and width due to the deformation
interaction {(p) with carriers:

Aw, = Re((Po—w)/2w, T =T™—1malo/w,..
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Second, because of the interaction with carriers, the
coupling Qo in (16) has an imaginary part. Therefore,
the line shape of the resonance becomes asymmetric
(the Fano resonance),

_ L
Imx(k, w) = NIV
~ - 31
_orgio+ [(Redr) ~oimgto Y

[(Redyro)’ — " + (wh)?

The line-shape asymmetry depends on the sign of
Rego. For instance, if Regrg > 0, the high-frequency
wing of the resonance line drops more slowly than the
low-frequency one. In the limiting case where kK > 1,
we expand

Oro = Oro
Vow/ Y(P)&ro(P) g ;. 24 (32
T\ v o' w1 2W):
and for Kk < 1, we have
. WV,
Oro = G0t —
W+it
0 COYOl@®
x OY(P)Lro(p) I+ ———=5—01
U (w+it)” O

07 0€4(0, W)/ NM' — 4TIg2 (0% — i 0™ — w°) — 8TYLY, o Z/M"

799

Notice that the electron—phonon interaction {+o(p)
and the light scattering y(p) by carriers jointly renor-
malize the coupling go The frequency renormalization

Gﬁo (see Eg. (14)) results only from the electron—
phonon interaction {+o(p). The corresponding expres-
sions can be obtained from Egs. (32) and (33) by the
subgtitution y(p) — {qo(p). We see that the TO
phonons become broader and harder because of the
interaction with carriers.

We emphasize that the phonon renormalizations
depend on the carrier density v, and the average cou-
pling ¢;(p) —[g;(p) L They vanish for theisotropic Fermi
surface. The maximum value of the relative renormal-
ization in on the order of Aapm* w/m|w+ it at kv ~
|w + it}|, where A is the dimensionless electron—
phonon coupling and m* is the effective electron mass.

6.3. Raman Scattering
by LO-Phonon—plasmon Coupled Modes

In this case, the carriersinteract with each other and
the ion vibrations via both the macroscopic electric
field E(r, t) and the deformation potential {, o(p). Inthe
long-wave limit k — 0, Egs. (15), (20), and (21) show
no renormalization of theionic charge, Z = Z = Z, and
of the electrooptic constant, g = ge. Equation (23)
then becomes

X(0, ®) = Xe(0, w) +

where the first term is given in Eqg. (28). The deforma-
tion potential {;o(p) renormalizes the phonon fre-

quency &, in (14), as well as the deformation-optic
constant g, o in (16). The corresponding expansion in
the limiting cases are similar to Egs. (32) and (33). All
of the above-mentioned about the TO line asymmetry
also appliestothe LO line.

Because the dielectric function of the electron—on
system is given by

ATINZ?
M'(G% —ilM™ —w’)’

€0, w) = &40, w) + (35)

the second term in the right-hand side of Eq. (34) has
poles at the points where €(0, w) = 0. This condition
defines the frequency of coupled phonon—plasmon
modes in the long-wave limit.
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(G — M —w?)e (0, w) + 4TMNZ*/ M

: (34)

In the absence of electron and phonon collisions
(tt=rn = Q), and without electron—phonon interac-
tion (¢(p) = 0), we obtain a biquadratic equation from
Eqg. (29). It gives the frequencies of the coupled
phonon—plasmon modes at k = 0,

of = J(whe+ o)
1 . (36)
2
£ 5[(Whe + 000) —400peWrg]

where wrg = W is the TO-mode frequency at k = 0,

Wo = W + Wy, and W} = 4TNZ%/e, M. These fre-
guencies (related to wyp) are shown in Fig. 1 as func-
tions of the electron concentration, namely, w,/wro.
The upper line begins at wy, 5 and tends to the electron
plasma frequency wy,.. The lower frequency starts as
WpeWro/W) o and then approaches wyg. In other words,
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Fig. 1. Frequencies (in units of wrp) of the phonon—plas-
mon modes at k = 0 versus the free-carrier concentration,
namely, the electron plasmafrequency (in unitsof wrg). We

set theion plasmafrequency wy,; = trg inthe absence of the
free carriers. Then wy_ o/wro = /2.

observing the longitudinal phonon mode in the optic
range and adding electrons, we see a transition of the
longitudinal phonon frequency from w, g to Wrg. This
isaresult of the Coulomb screening.

We can compare Eq. (34) with the theory of Hon and
Faust [11]. Because the electron—phonon interaction,
( o(p), as well as the electronic scattering, y(p), were
ignored in their theory, the phonon frequency and the
deformation-optic constant were not renormalized.
Equation (34) can then be rewritten as

_ (4T[gE)2
X(0, ©) = £.,£(0, W) (&7
0, A’X, &,
amrem

where
X, = NZ? /M (whg—iwlM™ — ),

— C(*ﬁ'OM'eoo
4TINZ?

_ 92

A - 2
geMWto
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isthe Faust—Henry coefficient. We now see that expres-
sion (37) coincides with the result of Hon and Faust
(see, e.g. [13, Eq. (3.2)]).

For k# 0, Eq. (23) includesthe dielectric function (19),
which differs from the Lindhard-Mermin expression.
The condition

(67 —iwM™ —w))e k, ) + ATNZZIM' = 0 (38)

determines the frequencies and damping of the
phonon—plasmon coupled modes and contains the

phonon frequency  and theionic charge renormalized
by the electron—photon interaction {, o(p). The eec-
trooptic coupling ge in EQ. (21) is modified because of
the light scattering y(p) from the electron-hole pairs.
This effect is not canceled in the product gege in
Eqg. (23) even in the absence of the electron—phonon
interaction { o(p). The expansion of g hasthe form

5. = g _ievok Ov3y(p)D

O = (39)
T (eriTh?
for |k|<1and
O = ge+eVok (w+iT™)
(40)

(p) '
(M)

for |K| > 1. We note that the term g0 has the largest
imaginary part for wt= 1 and then results most signifi-
cantly in the line-shape asymmetry.

The dispersion of the phonon—plasmon modes is
schematically shown in Fig. 2. There are two main
peculiarities in this figure. First, the behavior of the
upper mode near the line w = kvg. Around this line
171 < w—kvg < kvg, dielectric function (19) has asin-
gularity,

2
gk, W) = €, + swk—g

, s . (41)
4k v LT E
Ww-Kkve g

x%wl

- ZIn
0 2KVe|2 (w-kvg)®+T17

Because of this singularity, the upper mode approaches
the asymptote w = kv as the wave vector k increases.
Second, in the region kv > , there is always one
mode that has a predominantly phonon character. The
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(b)

W, < Wro

k

Fig. 2. Schematic representation of the dispersion of phonon—plasmon modes for (a) metallic (e > tre) and (b) semiconducting
(ope < WrQ) carrier concentrations. The dashed straight lines separate the domain kv > w where the Landau damping exists the

dashed curves represent damped modes there.

Intensity, rel. units

0.2 04 0.6

Frequency, rel. units

(b)
kO = 1
)\eph = 01
k=08
/\ 0.6
04
02
02 04 06 14 16

Frequency, rel. units

Fig. 3. Raman spectra from a semiconductor with low carrier concentration as a function of the frequency transfer w for the indi-
cated values of the momentum transfer k, the Thomas-Fermi parameter kg (in units of wro/vE), and the electron—phonon coupling

constant Agpy = 0 (a) and 0.1 (b). We set the ion plasma frequency wy;

carrier relaxation rate T4/ = 10,

reason is the decrease with k of the imaginary part of
dielectric function (26).

7. DISCUSSION

We now consider the results in the simplest way. We
assume that the electronic scattering is negligibly
small, y(p) = 0. The second term in the parentheses in
Eq. (14) islessthan thefirst one in both limiting cases,
K < landk > 1. We neglect thisterm entirely. We also
do not take the ion charge renormalization into account
because it vanishes at small values of k. We can then
use expression (25) not only for the dielectric function
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= Wro, the phonon natural width F”a‘/wro = 10‘2, and the

£k, w), Eq. (19), but also for the renormalized phonon
frequency @, Eq. (14).

In such an approximation, solving Eqg. (38), we find
the frequency and damping of the photionlike mode for
the limiting cases of the parameter K = kv/(w + i/1) and
for low and large carrier concentration.

1. Low carrier concentration, wy < o [K| <1,

2 2 . at
(L) = (A)Lo_l(}.)rn

)\waO%l KD (wplwpe)

W %L BQ)ID
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0.61 e 1 0.6
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0.2
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0.4 0.6 1.0
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0.2

Fig. 4. The plasmon dispersion as afunction of k in units of wyro/vg (the position in units of wrq of the line peak of Raman spectra;
upper part of the figure, solid line) for ko = 1 and Agpy = 0 (&) and 0.1 (b). In the bottom, the line width (the full width at half-max-
imum, dashed line), and the line asymmetry (the difference between the right and left wings at half-maximum, dash—dotted line) in
units of wrg. The Landau damping exists to the right of the dotted line w = kvg.

|K[> 1,
W = wo—iwr™
+)\w(*ﬁ'OD_i7_T+ £_3(wpiwpe)2%+ I TTO ]
kve U2k (kyp)? 2kv I

where w* = w + i/t and, instead of w, we substitute
wW— ('OLO'

2. Large carrier concentration, w, > Wro:
|K| << 1,

W’ = wio—iwM™

JAowon |k opeddy  ik’p
w0 307 2, 30l
|| > 1,
W’ = wio—iwM™
+A_wgo_’flgg_.g+;g+(wpikvp)z%_ Tt
kve U2 kg2 2kv LI

where we substitute w — Wwyg. The definition of A
depends on K,

2
A= 22 OOy
M'Nw?o
2 2 2
_ VoVl (p)/v O
SavTor I
Wro
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but gives a value on the same order, A ~ psam*/m.

Results of the numerical calculations of the Raman
spectra, Eq. (23), in this approximation are shown in
Fig. 3 for two values of electron—phonon coupling:

_ o (p)0_ peaml]

Ay =
oM m

We take the value of the Faust—Henry coefficient C =
-0.5 and the phonon natural width M = 102w;o. The
electron collision rate is taken as T = 10wy, Which is
theusud vauefor heavily doped semiconductors[13, 19].

Intensity, rel. units

1.3

1.5 1.6 1.7

Frequency, rel. units

1.4

Fig. 5. The LO phonon Raman spectrafor large momentum
transfersk.
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Intensity, rel. units
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ko = 3
)\eph = 02

x 0.7

R .

0.5 1.0 1.5 2.0
Frequency, rel. units

1.0 1.5 2.0
Frequency, rel. units

Fig. 6. Raman spectra from a heavily doped semiconductor for ky = 3 and Agy, = 0 () and 0.2 (b); the notations asin Fig. 1.

Intensity, rel. units

0.9 1.0 1.1
Frequency, rel. units

1.20.6

0.8 0.9 1.0 1.1 1.2
Frequency, rel. units

0.7

Fig. 7. The LO phonon part of the Raman spectra from heavily doped semiconductor for various momentum transfers without (a)

and with (b) electron—phonon interaction taken into account.

In Fig. 3, the wave vector k and the Thomas—Fermi
parameter k, are given in units of wro/Vvg, and the fre-
guency w, in units of wrg. Both these figures corre-
spond to the case of small carrier numbers wy,e < wrg
(see Fig. 2a; for the quadratic electron spectrum, wy,e =

koVie//3). The left peak mainly has a plasmon charac-
ter and the right peak is mainly the LO phonon. We set
the ion plasmon frequency wy; = Wro, therefore, w o =

2 wro. As the wave vector k approaches the boundary
of the Landau damping region kvg > w, the plasmon
peak becomes broader and almost disappearsat k= 0.8.
The broad continuum in the region kv > w results from
the excitation of electron—hole pairs. The intensity of
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the plasmon peak becomes larger in comparison to the
phonon peak as the electron—phonon interaction A,
increases.

The k-dispersion of the plasmon (the peak position
of the Raman spectra as afunction of k), the line width
(thefull width at half-maximum), and the line asymme-
try (the frequency difference between the right and | eft
wings of the resonance line at half-maximum) are
shown in Fig. 4, al in units of w;y. The width and
asymmetry become much larger, while the plasmon
peak isimmersed in the electron-hole continuum. The
maximum in this region of the spectra is essentially
nothing but the electron—-hole contribution. In Fig. 4b,
we see how close this maximum is located on the line
W= Kkvg for Agn =0.1.
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Fig. 8. Dispersion of the phonon peak (upper), the line
width, and the line asymmetry (bottom). The boundary of
the Landau damping region is shown with a dotted line.

W= kVF ,'l"
0.21 Line width
Line asymmetry
0 1 1 1 1
0 0.5 1.0 1.5 2.0 2.5
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Fig. 9. Dispersion of the plasmon peak in heavily doped
semiconductors.

The behavior of the phonon peak around w = w,_ o as
k increases is shown in Fig. 5. As the wave vector
increases from k = 0 to k = 1.7, the phonon peak is evi-
dently shifted to a higher frequency and becomes
broader. This is an effect of the Landau damping (see
Fig. 2b). However, for k > 1.75, this peak appears at a
lower frequency, w = 1.4, and becomes sharper for k >
2.2 because the Landau damping decreases with k (see
Ea. (26)).

The Raman spectra for heavily doped semiconduc-
tors and metals are shown in Fig. 6 (see aso Fig. 2a).
The phonon peak is now located around w ~ wWrg
instead of w ~ w, . Thisis an effect of the Coulomb
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screening: carriers decrease the frequency of the LO
mode from w, o to Wrg. We also see that the electron—
phonon interaction suppresses the phonon peak.

The effect of the Coulomb screening and electron—
phonon interaction on the phonon mode is clearly seen
inFig. 7, where the phonon part of the spectrais shown
in detail. The lines are very asymmetric. The phonon
dispersion, the line width, and the line asymmetry as
functions of k are shown in Fig. 8. We see a singul arity
at k= w/ve. It isinteresting to estimate the value of the
phonon dispersion. With the help of Fig. 7b, we find
dw/dk < 101v. On the other hand, using Egs. (26) and

(29), we find for the phonon dispersion «? = ' +

Wy KK;, which corresponds well with the previous
estimate for our values of k, and w, . We note that these
estimates confirm the adiabati c approximation, because

the value of dispersion s = w,/ky ~ Ve/M/M contains
the adiabatic parameter.

In Fig. 9, the dispersion, the line width, and the line
asymmetry are shown for the plasmon peak in heavily
doped semiconductors. Here, the effect of the electron—
phonon interaction on the phonon dispersion is weak
and no influence on the width and asymmetry of the
lineis seen.

8. CONCLUSIONS

In conclusions, wefirst emphasize that our result (23)
describes the renormalization of the phonon frequen-
cies, the effective ion charge, and the coupling con-
stants due to the electron—phonon deformation interac-
tion ¢j(p). Second, this result involves the k-dependent
semiclassical  dielectric  function instead of the
Lindhard—Mermin expression. Finally, thelight scatter-
ing vertex y(p) with excitations of the electron—hole
pairs not only gives an additional contribution e in
Eq. (23), but aso modifies the electrooptic gz and
deformation-optic g; coupling constants, which become
dependent on the frequency and momentum transfers.

The author acknowledges the kind hospitality of
the Max-Planck-Institut fir Physik Komplexer Sys-
teme (Dresden), were this work was completed. The
work was partially supported by the RFBR (project
no. 01-02-16211).
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Abstract—A transition from irreversible to reversible displacement of vortices in the high-temperature super-
conductor TI,Ba,CuQg , 5 (T, = 78 K) isinvestigated by the NMR method combined with pul se modulation of
the magnetic field in the temperature range from 20 to 35 K. The results also make it possible to estimate the
distance between pinning centers in the sample, which liesin the interval from 4 to 10 nm at a temperature of

20 K. © 2003 MAIK “ Nauka/Interperiodica” .

Nuclear magnetic resonance, as well as other local
methods (such as various versions of probe micros-
copy [1] and muonic precession [2]), iswidely used for
studying the mixed state in high-T, superconductors.
This method provides information on the static mag-
netic field distribution in the bulk of a superconductor
in the mixed state [3-5] and on thermal motion of vor-
tices [6-8]. An analysis of the effect of external agen-
cies on avortex system (e.g., transport current or mag-
netic field variation) with the help of the NMR method
is also of considerable interest for understanding the
flux pinning and creep mechanismsin superconductors.
The number of publications in this field is scarce and
the results reported in these publications are not always
convincing. In one of the first publications [9], a nar-
rowing of the NMR line dueto field fluctuations at thal -
lium nuclei under the conditions of flux flow under the
effect of a direct current was observed in the PoTlI
superconducting alloy. According to Carretta [10], a
similar effect was aso observed at the &Y line in a
polycrystalline sample of the high-temperature super-
conductor YBa,Cu;0;_5. Lefloch et al. [11] used the
NMR method for studying the motion of vortices in
a superconductor under the action of a deflecting trans-
verse low-frequency ac field and determined the
magnetic field penetration depth in the NbTi alloy.
Other attempts at using the NMR method for observ-
ing the motion of vorticesin HTSC, which isinitiated
by field [12] or current pulses[13], were also made (in
the latter publication, the result was negative).

This work is devoted to an anaysis of a system of
vortices in the high-temperature superconductor
TI,Ba,CuQg, 5 by the NMR method combined with
pulsed magnetic field modulation. This method was
successfully used for observing displacement of vorti-
ces after the passage of afield pulse through oriented

powder samples and for analyzing the temperature
dependence of this effect. As a result, information was
obtained on the spatial distribution of pinning centers
and on thermally activated depinning in this system.

A sample of the compound TI,Ba,CuQg., 5 (T, =
78 K), which was used earlier in [5], wasin the form of
apowder in paraffin, which was oriented in amagnetic
field of 110 kG. The powder was preliminarily sepa-
rated so that the particle size did not exceed 20 um. The
NMR experiments were made for the magnetic field
orientation along the preferred orientation of particles
in the sample, which corresponded to the axis of the
structure of the compound in question (perpendicular to
CuO, planes). The displacement of vortices under the
action of afield pulse was observed with the help of the
nuclear spin echo, which made it possible to determine
changesin thelocal fields at nuclei during the echo for-
mation from the decrease in the signal intensity. For a
conventional sequence of two rf pulses (TV2 — T — 1),
thistime correspondsto theinterval 2t between thefirst
rf pulse and the instant of the formation of the echo sig-
nal and is limited by a value on the order of the spin—
spinrelaxationtimeT,. In our case, we used a sequence
of induced echo (W2 — 1, — W2 — 1, — 1W2) [14], for
which an echo signal appears after time interval T, fol-
lowing the third rf pulse. In this case, the echo attenu-
ates as aresult of relaxation over timeinterval T, with a
characteristic time considerably longer than T,. For
thallium nuclei in the given system, this time does not
exceed 50 us[15], which makesit possible to detect the
variation of local fields at nuclei over a much longer
time interval. A magnetic field pulse having the shape
of anisoscelestriangle, aduration of upto 3 ms, and an
amplitude of B, up to 130 G, which was superimposed
onagtaticfield of 9 kG, was supplied 1 ms after the sec-
ond rf pulse.
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Figure 1 shows the normalized dependences of the
echo signal intensity on delay time T, for different val-
ues of the modulating magnetic field pulse amplitude at
atemperature of 18 K. In the absence of pulsed modu-
lation, the echo signal decay for small values of T, is
associated with spin diffusion, while for large values of
T,, itis determined by spinattice relaxation. It should
be noted that constant magnetic field B, was applied to
the sample after itszero-field cooling; asaresult, anon-
uniform distribution of vorticeswasformed in particles
of the sample due to pinning even before a sequence of
pulses was supplied. The sample particles were charac-
terized by an irregular (nonplanar) shape; for this rea-
son, it isimpossible to describe exactly the field distri-
bution in an individua particle. However, we assume
qualitatively that, on the average, the shape of the par-
ticles is close to that of a short cylinder whose axis is
paralel to the external field. In this case, for qualita
tively describing the field distribution in superconduct-
ing particles, we will use the simple Bean model if the
critical state [16] as we did earlier [5]. In this model,
after the application of a field, the density of vortices
and the magnetic induction averaged over the length
exceeding the separation between vortices in a super-
conducting cylinder decrease linearly dueto pinning in
the direction from the lateral surface of the cylinder to
its axis. In this case, in accordance with the Maxwell
equation curl B = 4t/c, a circular current flows in the
bulk of the superconductor, the current density being
equal to thecritical current density j.. The applicability
of this model in our case is confirmed by a hysteresis
loop in the NMR line for thallium, which is typical of
the critical state and was studied in detail in [5]. The
corresponding radial distribution of the average induc-
tion in a superconducting particle after the application
of field is shown schematically in the inset to Fig. 1 by
athin line starting at B,. The field direction in a pulse
was opposite to the direction of the constant magnetic
field. For thisreason, while thefield decreased from the
lateral surface of the superconducting particletoitsaxis
before the application of the pulse, the magnetic field
gradient at the peak of the pulsein alayer adjoining the
lateral surface reverses its sign since vortices in this
region partly emerge from the superconductor (the line
beginning at B, — B,,). The absolute value of this gradi-
ent must be considerably larger than the value of the
initial gradient, which is reduced due to flux creep.
Accordingly, after the passage of a magnetic field
pulse, part of the vortices return to the superconductor
and thefield distribution in a layer adjoining the lateral
surface assumes the form shown by the bold line in the
inset to Fig. 1. After the passage of several modulating
pulses, a quasi-stationary distribution of magnetic
induction, shown by the dashed curve, must set in near
the particle axisdueto flux creep. In thisregion vortices
are stationary and, hence, this region makes zero con-
tribution to the effect.
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Fig. 1. Dependence of the normalized spin echo signa
intensity for thallium nuclei on the delay time T, in a pow-
der sample of Tl,Ba,CuOg , 5 for different values of the
modulating magnetic field pulse amplitude: T = 18 K, By =
9 kG. Theinset schematically shows the radial distribution
of the magnetic induction in a superconducting particle
under the conditions of pulsed field modulation (see text).

It can be seen from Fig. 1 that a current pulse addi-
tionaly reduces the echo signal amplitude at subse-
guent instants as compared to the relaxation curve in
the absence of pulse modulation, the effect increasing
with the pulse amplitude at a constant temperature. The
observed decrease in the echo signal intensity indicates
that the local field distribution changes significantly
after each field pulse, while the average field distribu-
tion in the sample particles must remain unchanged.
This change in the local field distribution in the parti-
cles can be naturally attributed to the fact that, after the
passage of each modulating pulse, vortices do not
return exactly to their positions before the passage of
thefield pulse. The enhancement of the observed effect
upon an increase in the modulation amplitude can be
explained by an increase in the thickness of the layer in
which the motion of vortices takes place together with
a variation of the magnetic induction gradient during
the action of the modulating pulse associated with this
motion; the increased thickness may cover the entire
sample volume.

In order to characterize the observed effect quantita-
tively, we will use the quantity (1 —1,,/1g), wherel,, is
the intensity of the echo signal for 1, = 10 ms (by this
time instant, perturbations induced by a field pulse
attenuate) and |, is the same quantity in the absence of
pulsed field modulation. Figure 2 shows the tempera
ture dependences of quantity (1 — I,/ly) for various
values of the modulating field amplitude B,,,. It can be
seen from the figure that the maximal effect for which
(1 —1,/1p) attains values of about 0.8 for B,,= 130G is
observed in the vicinity of 20 K. This corresponds to
complete penetration of the modulating field in the bulk
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Fig. 2. Temperature dependence of the relative decrease in
the echo signal intensity (1 — I,/lg) for thallium nuclei in

Tl1,Ba,CuOg . 5 under the action of a modulating magnetic
field pulse for different values of modulation amplitude.

of superconducting particles, indicating a displacement
of vortices in the mgjor part of the volume except the
very central region during the passage of a pulse. At
lower temperatures, modul ation of such amplitude does
not affect the entire volume of the particlesin view of
strong pinning and, hence, large values of the vortex
concentration gradient and the magnetic induction gra-
dient. The decrease in the value of (1 —1,/1,) a B, =
130 G above 20 K indicates that the motion of vortices
under the action of a field pulse in this temperature
range becomes irreversible, which is apparently due to
a decrease in the number of possible effective pinning
centersat theinitial stage. A further increasein temper-
ature may lead to complete depinning, which follows
from completely reversible motion of vortices at 35 K.
Thus, we can state that this curve characterizesthe ther-
mally activated depinning in a temperature range of
20-35 K. As the modulation amplitude decreases, the
effect becomes weaker in general, and the peak of the
quantity (1 —1,/I1,) isdisplaced towards higher temper-
atures. It was noted above that this peak is associated
with complete penetration of the modulating field in a
superconducting particle; for lower values of the mod-
ulation amplitude, this peak must be observed for a
lower value of the magnetic induction gradient and,
hence, at a higher temperature. Actually, above 20 K,
the temperature dependence of the effect for B, <
130 G must be the result of two competing processes:
(i) the enhancement of the observed effect due to an
increase in the volume in which the motion of vortices
takes place due to a decrease in the induction gradient
with temperature and (ii) the suppression of the effect
in view of the fact that part of the vortices start moving
inreverse.

Using the results obtained, we can estimate the dis-
placement of vortices under the action of a magnetic
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field pulse in the present case. The mean distance
between vorticesin afield of B, = 9 kG amountsto a, =

(2dy/ /3 B)Y2 = 50 nm (P, is the magnetic flux quan-
tum). The existence of a gradient in the critical state
changes this value insignificantly since the difference
between the field at the surface and in the bulk of a par-
ticle is much smaller than B,. It can be proved that a
changein the external field by 130 G (pulse peak) leads
to a displacement of vortices; for particles 20 pm in
Size, the average value of this displacement is on the
order of 10 nm (provided that a pulse penetrates the
particle completely). After the passage of the pulse
peak, vortices move in the opposite direction. As noted
above, the strong decrease in the echo signal intensity
under the action of afield pulse near 20 K indicatesthat
vortices do not return to their previous positions. The
resultant minimal displacement of vortices can be esti-
mated asfollows. A spin echo signal decays completely
when y(TI)1,6B = 172, where y(Tl) = 2.5 kHz/G is the
gyromagnetic ratio for thallium nuclei, 1, = 12 ysisthe
delay between thefirst and second pulses, and 0B isthe
change of the field at a nucleus due to the displacement
of vortices. In our case, the value of dB obtained using
thisformulaamountsto 7 G. Using the estimate for the
average field nonuniformity in a vortex lattice,

BT = 0.0640yA%, = 40 G (penetration depth
A = 180 nm [3]), we find that the average value of the
magnetic induction gradient between the cores of vorti-

cesisequal to 2 nBt? la; ~ 1.6 G/nm. Accordingly,

the minimal displacement 8a, ~ (8B/2 [AB% 1 )a, of
vorticesinduced by afield pulse is4 nmin the vicinity
of 20 K.

It should be noted that the value of field B, = 9 kG
in which our measurements were made is considerably
higher than the value of the field corresponding to the
second peak on the curve describing the dependence of
the magnetic moment on thefield (3 kG at 20 K), which
was determined for Tl,Ba,CuQg , 5 Single crystals with
aclosevalueof T.[17, 18]. According to Giamarchi and
Doussal [19], an increase in the field in the vicinity of
this peak givesriseto alarge number of dislocationsin
the vortex lattice dueto the crystal structure defectsand
leads to atransition to the state of avortex glass or, to
be more precise, a supercooled vortex liquid. This is
also facilitated by a crossover from the 3D to a2D sys-
tem of vortices with a characteristic field of By op =

dy/y°s ~ 1 kG for the given system, wherey = 190 is
the anisotropy parameter and s= 1.16 nmisthedistance
between CuO, layers [17]. Consequently, we can
assume that each vortex in our case (at 20 K) islocated
a its own pinning center and the number of such
closely spaced centersis sufficiently large. As aresullt,
after each field pulse, a different possible configuration
of vortices is redlized, which leads to a considerable
decreasein the echo signal intensity. In this connection,
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the value of 4 nm obtained above for the minimal dis-
placement of vorticesasaresult of the passage of afield
pulse can serve as an estimate of the lower limit of the
distance between pinning enters. The above estimate
(10 nm) of the average displacement of vortices at the
pulse peak givesthe upper limit of the distance between
pinning centersin the studied system.

Thus, we have applied the NMR method for study-
ing the displacement of vortices in the high-tempera-
ture superconductor Tl,Ba,CuQg , 5 after the action of a
short magnetic field pulse superimposed on a constant
magnetic field with an induction of 9 kG. It is shown
that the minimal displacement of vortices in sample
particles after the application of a field pulse with an
amplitude of 130 G at 20 K amounts to 4 nm. In our
case, this value can be taken as the lower limit of the
distance between pinning centers at this temperature.
The upper limit of the distance between pinning cen-
ters, which is equal to 10 nm, is determined by an esti-
mate of the average displacement of vortices at the
pulse peak. It has been established that the fraction of
vortices returning after the action of a field pulse to
their initial positions as a result of depinning upon an
increase in temperature from 20 to 35 K increases
to 100%.
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Abstract—A new set of distributions, called fractional stable distributions, is described. A subset of thisset is
represented by stable laws, while its particular case is the Gaussian distribution. These distributions arise as
solutions to fractional-order partial differential equations that represent a generalization of the ordinary diffu-
sion equation to the case of anomal ous diffusion. The properties of multidimensional fractional stable densities
are described, their expressions in terms of special functions are presented, and physical problems that lead to
these densities are discussed. © 2003 MAIK “ Nauka/l nterperiodica” .

1. INTRODUCTION

Since Richardson, who discovered that a diffusion
packet spreads in turbulent medium by the law t32 [1],
alarge volume of experimental data has been accumu-
lated on various processes of anomalous diffusion in
which not only the diffusion law but also the shape of
the diffusion packet itsalf essentialy differ from thosein
the normal case. These datainclude propagation of reso-
nant radiation in a medium of large optical size[2, 3]; a
charge transfer in amorphous semiconductors [4]; an
NMR diffusometry of inhomogeneous structures [5];
the dynamics of polymer systems|[6]; diffusion on frac-
tal structures[7], diffusion of ascalar tracer in an array
of convection rolls[8], on solid surfaces[9], in porous
glasses [10], and in rock [11]; and processes in quan-
tum optics [12], in plasma [13], etc. A survey of prob-
lems of this type can be found in [14-17].

Several approaches have been devel oped to describe
anomal ous diffusion; they use a space-dependent diffu-
sivity [18], power-law correlations of fractional order
[19], jump random walks [20-22], fractional deriva-
tives [23-26], generdlizations of the Fokker—Planck
equations [27], a generalized thermodynamic approach
[28], etc. (seethe surveysin [14-16, 29-32]).

By now, it has been established that the mathemati-
cal basis of anomalous self-similar diffusion is formed
by fractional differentia equations. In simple one-
dimensional cases, solutions to these equations have
been found and expressed in terms of H functions—the
Fox functions that generalize the well-known G func-
tions of Meyer [33]. In [34, 46], we considered three-
dimensional models of enhanced diffusion (superdiffu-
sion) and retarded diffusion (subdiffusion), derived
appropriate equations, found their solutions, and pre-
sented numerical results. However, further investiga
tions have shown that the cases considered (superdiffu-
sion as a stable Lévy motion and subdiffusion as a
retarded Brownian motion) do not exhaust all possible
regimes of anomalous diffusion. We succeeded in

deriving the basic equations of anomalous diffusion
from genera principles without resorting to specific
models; we also found solutions of these equations that
form anew class of distributions, called fractional sta-
ble distributions, and analyzed the properties of these
solutions. These and related problems are discussed in
the present paper.

2. STABLE DISTRIBUTIONS

Normal isotropic diffusion is described by the equa
tion

op(x,t) _

n DAp(x, 1),

x OR", )

where D is the diffusion coefficient and p(x, t) is the
spatial probability density of a diffusing particle at
moment t. Under theinitial condition p(x, 0) = d(x), this
density is expressed as

2
p(x, t) = (41Dt) ™2exp 1

D_ﬁﬂ]' r= |X| (2)

Notice the following three features of solution (2) to
Eq. (1). First, this equation is self-similar,

m/a —1/(1) ’

px,t) =t gn(xt a>0; (©)]

second, it is homogeneous in the sense that it describes
aprocess that is homogeneous in time and space,

p(x, t, +1,) = Ip(x =X, t) p(X', tp)dx’; (4)
and, third, it has a finite variance,

IIXIZp(x, t)dx < 0. (5)
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The converse is also true: if we define a process by
properties (3)—«5), then wei newtably arrive at distribu-
tion (2), which satisfies Eq. (1) In this case, the simi-
larity exponent a = 2 isalso determined uniquely. Thus,
expressions (3)—(5) can be considered as three postu-
lates (three axioms) that determine the process under
consideration. In this statement, the generalization pro-
cedure is reduced to the rejection of one or even two
axiomsthat restrict the class of processes under consid-
eration.

Let us pass from the probability densities p(x, t) to
their Fourier images,

pk,t) = Iexp(ik X) p(x, t)dx,

which are called characteristic functions in probability
theory. Then, formulas (3) and (4) are rewritten as

Pk, 1) = Gu(kt™), (6)
p(k, t; + 1) = p(k, ty) p(k, tp), )
respectively.
Combining these equalities, we obtain the equation
On((t+ 1) K) = Gt K)Bnftz ). (8)
The density

9n(X) = [exp(ik (%) Gm(k) dk

generated by this characteristic function is called the
density of astable distribution or, in short, astable den-
sity with characteristic exponent a.

In the foreign literature, stable distributions are
often called L évy distributions, or, when one dealswith
multidimensional distributions, Lévy—Feldheim distri-
butions [47].

A set of solutions to Eqg. (8) that satisfies the condi-
tions g,,(0) =1 and |g,(k)| < 1 necessary for the char-
acteristic functionsis expressed as [48]

In(K; o, T ()
= exp%—J'lk Eu|“[ —isgn(k [u)tan2° }F(du) ©
0

where I'(du) is the spectral measure, i.e., afinite mea-
sure defined on an m-dimensional sphere U, of unit
radius in an m-dimensional space.

1 These requirements are satisfied by equations with any integer
powers of the Laplacian; however, the condition that the probabil-
ity density should be nonnegative eliminates all powers higher
than first.
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Thevalue a = 2 corresponds to the Gaussian distri-
bution, whilethe values a < 2 generate an infinite set of
other stable distributions. The basic difference of these
distributions from the Gaussian one is that their vari-
anceisinfinite.

One-dimensional stable distributions were consid-
ered in [47]. The characteristic function of these distri-
butions (more precisely, of strictly stable distributions)
can be represented in the so-called C form:

~ 0 _ O« [imad
where
6l<8, = minqL, 21
o9 O
is the skewness parameter.

Among multidimensiona distributions, the ones
that have been more or less carefully studied are sym-
metric stable distributions that satisfy the condition
g(x) = g(=x) [48]. They include isotropic stable distri-
butions whose spectral measure y(du) = Cdu is
uniformly distributed over sphere U,,, and the character-
istic function (under a specia choice of constant C) is
given by

ak; a) = exp{-k|% .

When a = 2, we have the characteristic function of iso-
tropic Gaussian distribution (2), while the case a = 1
corresponds to the m-dimensional Cauchy distribution

—(m+1)/2

o 1) = T (1 + %)) . r=X.

Other isotropic densities cannot be expressed in terms
of elementary functions.

As we have already mentioned above, the variance
and, hence, all the higher order moments of stable dis-
tributions are infinite. This fact is associated with the
behavior of densities at large distances. In contrast to
the normal case, for a # 2, we have

a-—-m

Ou(; ) 0r "7, 1 —>o0.,

Another important feature of non-Gaussian isotro-
pic distributionsisthat the projections Xy, ..., X, of ran-
dom vectors X described by these distributions corre-
late; the correlation vanishes only for a = 2. To obtain
a symmetric stable distribution with independent
parametersfor a < 2, one hasto concentrate the spectral
measure at the points where sphere U, intersects the
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Fig. 1. Diagrams of one-dimensional stable (thin lines) and fractional stable (heavy lines) densities q(x; a, 1/2, 6).

coordinate axes. Such adistribution is not isotropic; its
characteristic function has the form

a(k; a) = exp{—|ky"—... = |k},
K = {ky..k}.

When the characteristic exponent a isdifferent from
2 or 1, the densities of symmetric stable distributions
are determined by numerical methods [45, 46]. Fig-
ures 1 (thin lines) and 2 represent the graphs of certain
one-dimensional stable densities. Figures 3 showstwo-
dimensional stable distributions (Fig. 3a represents a
distribution of the first, isotropic, type, and Fig. 3b, a
distribution of the second type, with independent com-
ponents).

The discovery of the class of stable distributions by
Lévy isamilestonein the history of probability theory
in the 20th century. The point is that these and only
these distributions may serve as the limit distributions
in a summation scheme for independent random vari-
ables. In this case, the central limit theorem, which is

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

based on the requirement that the variances of random
variables should be finite, is generalized to the case of
variables with infinite variances. This generalized limit
theorem underlies the mathematics of anomalous diffu-
sion.

3. EQUATIONS OF ANOMALOUS DIFFUSION

Substituting expression (9) into (6), differentiating
with respect to time, and taking into account the condi-
tion p(k, 0) =1, wearrive at the following equation for
the characteristic function of the desired density:

abgf[f ) _ E(O(, () pck, t) + 3(t), (10)

where

[(a,r () = -k Esla[l—isgn(k Dj)tann?a}r(du)
Un
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Fig. 2. One-dimensional symmetric stable distributions q(x).

is the Fourier image of a new, generalized, diffusion
operator L(a, ' (+)). Thisoperator, or, more precisely, its
particular form for isotropic diffusion in a turbulent
medium (—<=A)*? in modern notation) was first intro-
duced by Moninin [23]. Applying formally theinverse
Fourier transformation to Eqg. (10), we obtain

ap((;;, t) _ L(a, T () p(x, ) + 8(x)3(t). (11)

Equation (11) with a O (0, 2] for a # 2 describes a
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N
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superdiffusion regime (which is aso caled Lévy
flights). This is clearly seen from expression (3): the
width of a diffusion packet increases with time as tV¢,
which, for a < 2, corresponds to a faster increase than
in the normal (t¥?) case.

Suppose that the self-similarity condition (3) holds
for an arbitrary positive H,

p(x,t) = t™f(xt™"), H=

Qle

and the equation includes the operator L(a, I'(-)), while
homogeneity condition (4) isomitted. Then we arrive at
the equation

0°p(x,t) _ t
—= = L (a, () p(x, t) + ————5(X),
S = L@ TP )+ =800, )
w<1l
with the Riemann—Liouville fractional part on the left-
hand side. Note that, by the relation

UTe(M) -t
sl T(l-w)

which can easily be proved by the Laplace transforma-
tion, we can represent Eq. (12) as

ap(x,t) _ 0° _
T at1_w'-(0hr())|0(x, t) + 5(t) 3(X).

In the isotropic case, this equation is reduced to

Fig. 3. (a, b) Two-dimensional symmetric stable distributions and (c, d) fractional stable densities; (a, ¢) isotropic densities and

(b, d) densities with independent projections of a stable vector.
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-

Ml-ow) o). (13)

0P Y) — _ p_p)®2p(x, 1) +
ot®

ws 1.

Now, exponent H may take values smaller than 1/2 (the
subdiffusion regime) or be equal to 1/2 for a # 2 (qua-
sinormal diffusion; anon-Gaussian packet expanding at
normal velocity).

In diffusion processes, a fractional time derivative
appeared for the first time in [24]. A relation of this
derivative to the macroscopic characteristics of a
medium was discussed in [39-41]. A detailed account
of fractional integrodifferentiation can befoundin[49].

4. FRACTIONAL STABLE DISTRIBUTIONS
For w — 1, we have

t—(.\)

MN1l-ow)

- 3(t)

and Eq. (12) reduces to Eq. (11). Denote a solution to
Eq. (12) by p(x, t; a, w, '(+)); the limit of this solution
as w — 1 isexpressed in terms of the stable density
Om(X; 0, (")) as

p(x, t; o, 1, T () = t™g, (xt™; o, ().

Equation (12) can be solved by applying the Laplace
transformationin thetimevariable, asin [41] in the par-
ticular case of a = 2. Asaresult, we obtain

p(x, t; o, 0, () = ™ “q(xt™%; a,w, I()),
where

Om(X; O, @, (1))

= jgm(xr‘*”“; o, F())gi(T; W)™ dr 14

isan m-dimensional density of the fractional stable dis-

tribution. Thefunction g; appearinginthisdefinitionis

one-sided (vanishing on the negative half-line) stable
density whose Laplace transform is

00

Ie_“gi(r; w)dt = e 0<ws<l.
0

Asw — 1, thefunction g; (t, w) — &(t — 1), and the

fractional stable distribution (14) reduces to the stable
distribution

Om(X; O, L, T()) = gn(X; a,T ().
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A one-dimensional variant of the fractional stable
distribution (14) wasfirst obtained, asthelimit of aran-
dom walk scheme, in [50] and, as a solution to frac-
tiona differential equations, in [51]; the term “frac-
tiona stable” was proposed in our paper [44]. Let us
explain its origin. Let S"(w) be a random variable and
S(a, I'(})) be an n-dimensional random vector with dis-

tribution densities g; (t, w) and g,(x; a, ' (")), respec-
tively. Consider arandom vector

Z(@,0,7(),p) = X&), (15)
[S (w)]

which is naturally called a fractiona stable vector. Its

density is expressed in terms of stable densities as

Pz(z; a, 0, I'(-), 1)
= (dt [dxgn(x; a, T ())gi(; w)dF - 2E.
jtj XGn(X; 0, T (9)03(T; )37 e

After integrating with respect to x, we obtain
P2(z; o, @, (), W)

00

= [an(zt"; o, T ()gi(T; @y, (16)
0

Comparing (16) and (14), we obtain

Qs 0,0, T() = Pz @, 0, T(), 25

This relation justifies the term introduced above. For-
mula (15), which can now be rewritten as

ZB},OO, r(-),aD—Y(G,(*L r()) - [S+(w)]m/cr’

yields and algorithm for simulating random vectors
Y (a, w; () with fractional stable distribution (algo-
rithms for simulating isotropically distributed stable
vectors and random variableswith one-sided stable dis-
tribution are described in [48, 52, 53]).

Isotropic fractional stable distributions can conve-
niently be characterized by radial functions,

W) = gu(x; o, 0, To()), 1 = IX.

The main properties of these functions and their repre-
sentations in terms of special functions [43, 46] are
given in the Appendix. One-dimensional fractional sta-
ble densities are shown in Fig. 1 (heavy lines) against
stable densities (thin lines). Examples of isotropic and
anisotropic two-dimensional distributions are given in
Figs. 3c and 3d; the diagrams of the radial functions of
multidimensional isotropic fractional stable distribu-
tions are shownin Fig. 4.
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Below, we will consider specific problems that lead
to fractional stable distributions.

5. APPLICATIONS
OF FRACTIONAL STABLE DISTRIBUTIONS

5.1. Superdiffusion and Turbulence

The first model of superdiffusion (turbulent diffu-
sion) appeared in the mid-1920s [1]. Turbulent diffu-
sion is explained as due to the effect of vortices of var-
ious sizesthat exist in aturbulent medium on test parti-
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cles. The distance between any two such particles is
substantially changed only under the action of vortices
whose sizeis commensurableto this distance. From the
viewpoint of classical diffusion, this meansthat the dif-
fusion coefficient D depends on the distance r = |x|
between these particles. This concept was realized by
Richardson, who proposed the diffusion equation

d
5 = 0IDO)Tp(x, )]
with the coefficient D(r) = arY, wherey = 4/3. Thisfour-
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thirds Richardson law was later obtained theoretically
by Kolmogorov and Obukhov [54, 55] asacorollary to
the hypothesis about the self-similarity of locally iso-
tropic turbulence defined by the only dimensional char-
acteristic, the dissipation rate of turbulent energy. A
solution to the equation with such a diffusion coeffi-
cient is given by

0 or?*0
p(r,1) = Aat)™exp-5 1,
0 4atp

where A is a normalization constant. Thus, in the
semiempirical Richardson theory, the width of a packet
increases as t¥2 and the distribution of arandom vector
proves to be non-Gaussian; certain components are
noncorrelated but not independent, and the moments of
any order arefinite.

Monin [23] devel oped an alternative model . Assum-
ing that a process is homogeneous (the diffusion coeffi-
cient is constant), he changed the diffusion operator so
that the characteristic function of acentrally symmetric
distribution satisfies the equation

Op(k,t) _ 2=
P = KBk ).

Application of the inverse Fourier transformation |eads
to the following equation with a fractional Laplacian
for the density p(x; t):

op(x; t) _ ar ..
s = () pea ),

where a = 2/3. The solution to this equation subject to
theinitial condition p(x, 0) = &(X) is expressed in terms

of the isotropic stable density WY asfollows:
p(x; 1) = WD (%)

02 (b)) 04 (b))

5.3
= Br exp%? r2 E —3/2,]16[27 r2 0

where B is a normalization constant and W, ,(X) is a
Whittaker function [56].

These calculations show that, at the center of a
three-dimensiona diffusion cloud, the concentration
decreases with time ast, the linear dimensions of the
cloud increase as t¥? (just asin the Richardson theory),
the cloud appears more spread out than in the classical
diffusion, its density is characterized by the asymptot-
icsr13 and al the even-order moments are infinite.

5.2. Percolation and Subdiffusion

The concept of percolation wasintroduced in [57] to
denote a certain class of phenomena (permeability of
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porous materials, and so on), which were supposed to
be, in acertain sense, opposite to the diffusion phenom-
ena. Percolation denoted a regular flow of a liquid
(electric current, etc.) through a random medium,
whereas diffusion was associated with random wal ks of
particlesin a homogeneous (in the mean) medium. The
presently developed model of anomalous diffusion
allows oneto describe ordinary diffusion, diffusionina
turbulent medium (enhanced diffusion, or superdiffu-
sion), and percolation (retarded diffusion, or subdiffu-
sion) within asingle formalism.

The simplest model of percolation isbased on atwo-
dimensional sgquare lattice with L x L nodes. Each node
may be either conducting with probability p or noncon-
ducting with probability q = 1 — p, independently of
other nodes. This agorithm is applied to al the nodes
of thelattice. For small p, one can observe only separate
clustersthat do not connect the opposite sides of the lat-
tice. As p increases, the probability of percolation
increases and there appear large clusters that connect
the opposite sides of the lattice (contracting clusters).
Without going too deeply into details, we note that,
along with the contracting clusters, there exist dangling
ends (dead ends), such that one cannot reach the oppo-
site side when moving along these dead-end branches.
If we take a conducting cluster by its ends, (mentally)
stretch it into a straight line along the x axis, and place
the dangling ends perpendicular to this axis, we obtain
acomb structure. This structure has a remarkable prop-
erty: an ordinary diffusion motion of aparticlealongits
lines leads to the retarded diffusion of the x coordinate
of the particle. Indeed, if we neglect that adangling end
is bounded, then the return time of the particle that dif-
fusesalong thisline, i.e., the waiting time of the x coor-
dinate in a trap, proves to be distributed by the law

g (t, 1/2). The diffusion equation for the x coordinate,

07p(x ) - pdPGY , 1 5
ax™? o’ Jmt

wasfirst derived in[58]; the solution to thisequation [59]
is expressed via the fractional stable distribution

1/2\ 12

) ).

In [15], alarge list of phenomena is presented that
can be interpreted within the percolation model: hop-
ping in semiconductors, gelation in polymers, localiza-
tion of electrons in disordered potentials, the quantum
Hall effect, Josephson junctions, gas-iquid transitions
in colloids, plasmatransfer in stochastic magnetic fields,
and so on, up to forest fires and epidemic spreading.

p(x, 1) = (Dt*3) 2w ¥ (x(Dt

5.3. Fractal Random Walks in Media with Memory
The so-called Montroll-Weiss problem—determin-
ing the distribution of the coordinates p(x, t), x 0 R™, of
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a particle that performs instantaneous random jumps
Ry Ry .. Rj, ... OR™, separated by random timeinter-

vasT, Ty+ Ty, o, T+ T+ T, .., T, O Ri—is very
important from the viewpoint of applications. The ran-
dom variables R; and T, are independent of each other
and among themselves, and their densities p(x) and q(t)
are independent of time and coordinates, respectively.
Numerous examples of applications of this problem to
specific physical and biological systems are given
in[14-16, 30-32, 39, 60]. Here, we only consider a
special variant of this model when the densities p(x)
and q(t) are characterized by the power-law asym-
ptotics

ID(X)dxﬂAr‘“, r—=o, 0<0<2

IX|>r
and

00

Iq(r)dT OBt™®, t—=o, O0<w<l.
t

Both these conditions are interpreted in terms of fractal
kinetics: the first condition describes self-similar inho-
mogeneity of a medium, and the second describes a
special kind of memory (the power-law distribution
implies the absence of characteristic scales, which sug-
gests self-similarity).

The Fourier—L aplace transformation of the required
distribution,

00

pk,A) = J’de’dtexp(ik X —At) p(x, 1),
mo0

R

k OR™,

leads to the following transform for a particle whose
history begins with its waiting at the origin of coordi-
nates (x =0,t=0):

___1-q()
PN = ST pioqm

Henceforth, we assume that the angular distribution
of jumpsisisotropic, so that p(k) depends only on the
modulus k| = k.

For large times, when a particles executes many
jumps and the spatial distribution of probabilities
becomes wide, the density
p(x, t) =i (2m ‘m‘lfdkj’d)\ exp(ik Ok + At) p(k, A)

moL

R

is determined by the behavior of the transform p(k, A)

in the region of small k and A, where [42]

1—p(K) OAKS,

A =27°%A

1—q(\) OBA®,

Thisyields the asymptotic expression

Pk, N) =

k— 0,

M(M/2)r(1-a/2)

F(m2+al2)

A—=0, B =T(1-w)B.

)\OL)
AC+

-1

DK™’

which can be represented as

p*(k, ) = A‘*"lj‘exp{-()\‘*’+ Dk%)y} dy.
0

Inverting the Laplace transform,

Pk, 1) = Idyexp(—Dk“y)(zni)‘l
0

(<)

[

x Id)\)\"’_lexp()\t—)\“’y),
L

integrating by parts,

J'd)\)\‘”—lexp()\t—)\‘”y)
L

@] >

= _(wy)—lIexp(At)dexp(—A“’y)

= t(wy)_lj’exp(—)\'”y +At)dA,
L

and changing the variable,

we obtain

pas(k1 t) = (A)_ltj'dyexp (—D Kk® y) y—l -lw
0

x |:(2T[i)_1 I exp(sy "t —s”)ds .
S
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The square brackets contain a one-sided stable density
gx (ty ™, o):

7 DIK/°t]

p (k. 1) = IexpD " == —Hgi" (n)dr.

Application of the inverse Fourier transformation
yields

P, 1) = (D) " WEO (D)), (17)
where
LIJ(U (.o)(r) _ Ig(u)(rrm/u (r.o 1)(_[)_[m<.o/u _[. (18)

We can see that the asymptotics of the distribution of a
particle that performs fractal random walks is
expressed in terms of fractiona stable distributions
(these distributions have been obtained in nearly the
same way in the one-dimensional problem [50]).

5.4. Diffusion on a One-Dimensional Fractal Gas

In[61], arandom distribution { X} = ..., X5, X4, Xy,
X1, X5, ... Of point atoms on a straight line with the
properties that

(1) X =0,

(2 X< Xifi<j,and

(3) X, — X _1 = R are mutually independent, identi-
cally distributed random variables with the common
distribution function F(x)

was called a one-dimensional Lorentz gas.

Choosing different distribution functions F(x), one
can obtain various models of a random medium. For
instance, the use of the Heaviside step function

%D,
m

X<a
F(x) =
) X=a

yields a one-dimensional deterministic lattice, and the
exponential distribution

F(x) = 1-exp(-ux)

leads to independently distributed atoms (a Poisson
model).

In any case, if the mean value of R is finite, in the
asymptotics of large x, we obtain IN(X)[(T] x and therel-
ative fluctuations A(x)/IN(x) Ltend to 0. Thismeansthat,
if f(N(X), X) isasmooth function of arandom variable N,
then f(N(x), X) — f(IN(X)C] X) as X — oo; i.e, an
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increase in layer thickness x leads to the self-averaging
property:

OF (N(X), X)0— f(IN(X)T Xx).
Now, let

A —a
1- F(X)Dr(l < X

Then, the mean distance between atoms is infinite,
whereas the real distances are finite for any realization
of the random medium. The infinity of the mean value
of Rleadsto the situation when, in al scales, voids will
dternate with clusters, i.e., to intermittent behavior.
The application of the generalized limit theorem leads
to the following result:

iW(i, X) DIWu(z)dz, X —» 0,

where z = n/IN(x)[J]and

—~1-1/a ~1/a

- +[] Z . 4
W@ = SFar ey i ara) O

One can easily seethat this Lorentz-gas model pos-
sesses the following properties:

1. All the atoms are equivalent, and all processes
N(x) with different initial conditions are statisticaly

equivalent: N d N(X).

2. The averaged (over an ensemble) number of par-
ticlesincreaseswith the layer thickness, measured from
one of the atoms, by the power law

IN(X)OON,x%, O<a<1.
3. Reative fluctuations of the number of atoms in

this layer do not decrease as the layer thickness
increases but tend to a constant value.

These properties give grounds for calling the struc-
ture obtained a stochastic fractal or a fractal gas—a
self-similar (in the probabilistic sense) set of fracta
dimension a. The fractal gas satisfies the relation

00

OfF (N(X), x)DDJ'f(le“(z, X))W,(2)dz
0

as X —» oo, It indicates the absence of the self-averag-
ing property over fractal structures, which is the main
difference between random walks on fractals and ran-
dom walksin aregular medium.

Let us construct in a similar way a random set of
points{ T} on the positivetime half-axis. This set char-
acterizes random moments of instantaneous jumps of a
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randomly walking particle from one atom to anocther,
neighboring, atom. The random time intervals between
these moments are assumed to be independent and
identically distributed with the distribution function

Q). If
Q) = 1—exp(-ut),

the set {T;} forms a homogeneous Poisson flow. This
means that the probability that a particle performs a
jump in the interval (t, t + dt) is independent of the
moment of its preceding jump; in other words, a parti-
cle does not have memory. In all the other cases, one
speaks of a particle with memory, and, if

u>0,

B .o
1-QO Ot ™ 1

w<1,

one speaks of a particle with fractal memory. All of
what has been said above concerning ensemble { X} is
also valid for ensemble {T;}, including the averaging
rule.

Suppose that a particle performs symmetric random
walks: it reachestheleft or theright atom with the same
probability. When the number of jumps is fixed and
large, the probability distribution with respect to the
numbers of atoms is close to the normal distribution.
Averaging (by the relation given above) this distribu-
tion over the coordinates of atoms and the jump
moments, we can arrive at the expression

p(X, t) — (Ct)—wIZch(a,w)((ct)—w/mx),

where

(<)

=09 = [0y eily; @)y “dy.

0

For a — 1 and w — 1, this distribution takes the
form of a Gaussian density, which corresponds to the
normal diffusion in aregular medium.

A comparison of the spatial distribution of aparticle
performing random walks on afractal with asolution to
the equation of fractal random walks (Fig. 5) shows
that, in the general case, the latter equation cannot be
interpreted as an equation describing random walks on
fractals: in the former case, a diffusion packet spreads
as t¥20 whereas, in the latter case, it spreads as t¥°,
i.e., much faster. In the case of random walks on frac-
tals, the exponent H = w/2a belongs to the interval
(0, 1/2), and there is no superdiffusion regime. The rea-
son for this differenceisillustrated in Fig. 6: a particle
that performsfractal random walksmay reach largedis-
tances after leaving an atom, whereas, in the case of
random walks, it may be trapped between neighboring
clusters and perform a large number of transitions
between them.
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Fig. 5. Distribution density for a particle that performs (1)
one-dimensional random walks and (2) fractal random
walks. The exponents are a = 0.5 and w = 0.25; the dots
indicate the results obtained by the Monte Carlo method.

We should stress, however, that, in both cases, the
results are based on the fractional stable distribution.

5.5. Multiple Small-Angle Scattering on Fractals

The situation changes when a particle moves along
agiven direction. Such aproblem isfaced, for example,
in the case of multiple small-angle scattering of parti-
cles. Inthe small-angle approximation, the coordinate x
playstherole of time; the direction of aparticleis char-
acterized by a small two-dimensional vector 0; and the
angular distribution of particles after alarge fixed num-
ber of collisions is given either by a two-dimensional
normal distribution, if the second moment of the single-
scattering angleisfinite, or, otherwise, by atwo-dimen-
siona stable distribution. The averaging over the con-
figurations of atoms in afractal with fractal dimension
w leads to the angular distribution (see (17) and (18))

—2/a -1/a

p(6, %) = (Dt*)"W(B(Dt") ).

When a = 2 and w = 1, this formula reduces to the
Fermi distribution, whichiswell knowninthetheory of
multiple scattering. The Moliére and Landau theoriesfor
the angular and energy distributions of particles are gen-
eralized similarly to the case of fractal media [62, 63].
This method was also used for cal culating the transmis-
sion of a light beam through a randomly inhomoge-
neous gravitational field created by a fractal distribu-
tion of point galaxies [39].

5.6. Anomalous Transfer
in Amor phous Semiconductors

The problem of multiple scattering of particles with
a power-law distribution of their mean-free paths is
similar to the model of another process, propagation of
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Fig. 6. (a) Trajectories of a particle that performs random walks on a fractal and (b) fractal random walks. The exponents are o =

05andw=1

a charge-carrier packet through materials with traps,
i.e., with energy levelswith a power-law distribution of
the capture time.

A power-law distribution of the waiting time of parti-
clesin traps can be derived within the following modd,
which was first proposed in [64] (see dso [20, 65]).
Charge carriers move in the positive direction of the x
axis, which is specified by the direction of the applied
field. There are randomly spaced meta inclusions
(isands) on the axis, and the charge carriers pass from
oneisland to another by tunneling. In the quasiclassical
approximation, the distribution of the random waiting
time 1 of acharge carrier at agiven nodeisgiven by the
distribution function

P{t>t = 1—expD—-t—

]
O '[(J]’

wherethe meantimet,isrelated to the distance d to the
nearest (in the direction of the applied field) node by the
Sommerfeld—Bethe formula

To = Plexp(yd)-1],

whereyisapositive constant and 3 isinversely propor-
tional to the strength of the applied field. Since the posi-
tion of the next node is random, time T, is random.
Under the assumption that the distribution of inclusions
over the axis follows the Poisson law,

P{d<x = 1—expdl,
0

the distribution density of the expectation time of a car-
rier at a node, averaged over 1, i.e., the unconditional
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distribution density, is given by

P(®) = [Pc(t/t) P L)
0

w+1 § exp(=€)dE 1+w,-w-1
I(1+EB/t)‘°+1Dwr(l+w)B t ,

{—> o0,

When x > d,, one can neglect the fluctuations of N;
this results in an expression for a linear concentration
that contains a one-sided stable density

t—>001

n(x, 1) D%C(w)t‘ o-1ar o)t V" @),

where

C(w) = [_Br(éo w)}‘”‘*’

5.7. Diffusion of Cosmic Rays

The propagation of cosmic rays through the inter-
stellar medium represents a very important problem for
understanding the origin and acceleration of theserays.
The stochastic character of this processis mainly deter-
mined by the scattering of charged particles by random
inhomogeneities of the magnetic field. Naturaly, it is
impossible to directly measure the inhomogeneous
time-evolving interstellar magnetic field. At the same
time, one cannot neglect the influence of this field on
cosmic rays. A standard approach that presumes the
small-scal e character of inhomegeneities |eads to anor-
mal diffusion model with alinear increase in the mean-
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square displacement of a diffusing particle and to a
non-Gaussian form of the diffusion packet [66, 67]. A
characteristic feature of this model is the presence of
certain scales above which the field can be assumed
homogeneous. However, there are certain indications
that the magnetic field may have a multiscale hierarchi-
cal structure [68]. In this case, a more appropriate
model is that of anomalous diffusion in which regions
with high magnetic field serve as traps, while the frac-
tality reflectsits shaggy structure, i.e., the spatia inter-
mittency.

The fractional stable distributions that arise in this
model were successfully applied in [69, 70] to describe
an experimentally observed kink in the primary spec-
trum of cosmic rays and to explain the difference in
spectral indices for protons and other nuclei for E ~
10%-10° GeV per nucleon. Inthiscase, thefollowing equa-
tion for the propagator (Green's function) G(r, t, E, E) of
cosmic rays with energy E was used:

0G _ o
T —D(E,G,B)[b—tD

x (=0)"G(r, t, E, Eq) + 8(r)8() (E — Ey).
The diffusion coefficient D is represented as
D = Dy, w)R’,

where R is the geomagnetic rigidity of particles and
0 > 0. Using the solution

G(r, E t; Ep) = d(E-Ey)

-3/a -1/a
)

x (D(Eg, o, 0)t?) "~ W Ur(D(E,, a, w)t*)

of this equation for a point magnetic source with aden-
sity of
Sr,t,E) = SSEP8(r)a(t),

we established in [69, 70] that the density of particles
of cosmic radiation,

=3/a

N(r,t, E) = SEP(D(E, a, w)t?)
x WE(r(D(E, o, )t?) ),
at low and high energiesis characterized by the follow-
ing power-law asymptotics:
N(r,t,E)0E"*®, E—0,
N(r,t, EOE®® E -~ .

In other words, in the case of an instantaneous
source, the spectral exponent decreases by 26 when
passing from low to high energies both in the subdiffu-
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Fig. 7. Radial function of atwo-dimensional fractional sta-
bleisotropic distributionwithH = /o = 2/3and a = (1) 1/2,
(2) 1, and (3) 3/2.

sion (w < a/2) and superdiffusion (w > a/2) regimes;
i.e., the spectrum of cosmic rays exhibits akink.

5.8. Chaotic Dynamics

One of directions in the study of stochastic proper-
ties of the chaotic dynamics of Hamiltonian systems
that arises under nonlinear resonance between periodic
variations of the Hamilton function and the motion of
phase points along close isoenergetic orbitsis based on
afractional version of the Kolmogorov—okker—Planck
equation [ 71—-74]. A particular type of this equation was
considered in [75]. Following [72], the author of [75]
used the relation

< |X2|> — 2Dt2co/u

to describe the asymptotics of its solution; thisrelation
is associated with the Hurst exponent H = w/a and the
Hausdorff fractal dimension 1/H of chaotic trajectories.

However, in fact, <|X2|> = oo for any t (except the
case a = 2), and a correct analysis requires the use of
another measure for the distribution width A(t), for
example, the size of a domain containing fixed proba-

bility. The substitution of A(t) for < |X2|> gives meaning
to the above relations (instead of “infinity is propor-
tional to t2~®” we have a quite meaningful assertion)
and allows one to apply fractional stable lawsto study-
ing the form of distributions using experimental data
about the Hurst exponent. In[76, 77], it was shown that
H = 0.6-0.75 = 2/3 for currents in tokamaks in the
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Fig. 8. Distribution of fluctuations of a stream of particles in plasma. The dots correspond to the experimental results of [79-81]
and the curves represent their approximation by afractional stable distribution with the parameters (a) o = 1.2, w = 0.05, 6 = 0.06,
a=70,andb=3and(b) a =1.1, w=0.35,6=0.05,a=4,and b= 0.5.

regime of self-organized criticality. Obvioudly, this
parameter does not uniquely define the form of adistri-
bution (Fig. 7). To specify a distribution that corre-
sponds to experiment, one has to introduce one more
independent parameter.

5.9. Fluctuations of Turbulent Flowsin a Plasma

Fractional stable distributions proved appropriate
for describing local fluctuations of a stream of particles
in a magnetoactive plasma [78-80]. Experimental
investigations of the characteristics of turbulent flows
have been carried out on an L-2M stellarator. Thisisa
toroidal thermonuclear installation with the major
radius of the torus 100 cm; the mean radius of plasma
is 11.5 cm, the mean density of plasmais (1.3-1.8) x
10% cm3, and the central temperature of electrons is
0.6-1.0 keV; the working gas is hydrogen [80]. Turbu-
lent flows are measured in the edge of the plasma,
where the electron density is (1-2) x 10* cm3, the
electron temperature is 30—40 eV, and the relative level
of density fluctuations in the outer regions of the
plasmais (dn/n),,; = 0.2-0.25. A locd turbulent stream of
particles arising due to the development of the whole set
of instabilities existing in the edge plasma of the L-2M
stellarator is calculated by the formula I' = dn.dv,,
where dn,, are the fluctuations of the plasma density,

oE
dv, = CBO
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are the fluctuations of the radial velocity, and dEg are
the fluctuations of the poloidal electric field [79, 80].

To approximate the distributions obtained, we used
fractional stable distributions. In Fig. 8, the densities of
the amplitude of alocal fluctuating stream of particles
in a magnetoactive plasma are approximated by asym-
metric fractional stable distributionsin the C form:

p(X) = a‘g,(ax—b; a,w, 6).

Both a visua juxtaposition and the application of the
x2-criterion show quite satisfactory agreement, which
can be considered as a motivation for further investiga-
tionsinthisdirection. However, for symmetric distribu-
tions, there may be other statistical interpretations [81].

6. CONCLUSIONS

An extension of the class of stable random variables
by introducing their ratios would seem to be amerefor-
mality that has no practical interest due to the lack of
simple analytic expressionsfor their densities, if it were
not the two essential circumstances. First, fractional
stable distributions arise in a random wak model, or,
more precisely, inamodel of ajump Markov processin
which the lengths of instantaneous jumps and the time
intervals between them are characterized by distribu-
tions with heavy power-law tails. The second circum-
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stanceis associated with the fact that, while astabledis-
tribution arises when solving an equation of the type

B = L@, F ()P, + s B,

where L(a, I'(-)) is an operator containing a fractional
derivative of order a with respect to the coordinates, a
fractional stabledistribution is associated with the solu-
tion of equations that have fractional time derivatives:

0w_§£§v D = L, I (9)px ) + s, 1).

The presence of differential equations allows one to
approximate not only the distributions themselves but
also the corresponding processes and give a certain
physical meaning, having its roots in the random-walk
model, to the parameters a and w. Examples of such
applications are given in the last section.

L et us stress once morethat the fractional stabledis-
tributions represent an extension of the class of stable
laws. Their common origin is the Gauss law, which
determines a special position of these distributions
among all probabilistic distributions.
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APPENDIX

ISOTROPIC FRACTIONAL STABLE DENSITIES

1. The densities W% 9(r) and W “)(r) are related
by the formula

((x w)( ) - _idwfﬁ"“’)(r)
P2 2 dr
2. Just asin the case of the normal distribution, the
projection of an m-dimensiona vector X(t) onto an m'-
dimensional space (m' < m) diffuses according to the
m'-dimensional law with the same parameters a and w.

3. In contrast to the normal case, different coordi-
nates X,(t), ..., X(t) of an anomalously diffusing parti-
cle are not independent of each other.
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4. The distribution LI—'fﬁ“’“’)(r) decreases as r
increases; its maximal value isfinitefor m<a:

M1+m/a)lf (1-—m/a)

LIJ'("?VQ))(O) = m/2 )
(A" TA+m/2)I(1-mw/a)
In particular,
(@,w),m _ COsSec(Trva)
¥i0) = al (1-w/a)’

5. Ifa =2and w< 1, then

W0 = [2r- %T,

W&y O[2nr(1-w)] Yinrl, r—»0,

and, for m= 3, we have

r(m2-ygg™?

(2, w) —m/2
Wi Dam L

, r—0.

6. At large distances, we have

LIJEr? w)(r) n (4_,_[)—m/2(2 _ m)—ll2m[(m+ Nw/2-1]/(2-w)

—-m(1-w)/(2-w)

L 00 m/(z—w)[mz“z_w)%
[p0 [ '

expC-H2-w)w
O O

When w = 1, thisformulais exact.
7. In the one-dimensiona case with a = 2, we have

l_IJ(Z w)(r) _ ml -1- 2/ng1r(r 2/&); 00/2)

In particular,
w&(r) = iexp ro
JATt 040
forw=1, and
W) = 1ﬁquﬁ
for w=2/3.

8. Fora =1and w=1/2, afractional stable distribu-
tion of any dimension is expressed in terms of the
incompl ete gamma function:

w2,y - 2T ((m+1)/2)
me (r) - ,\/]_'[ (4 )(m+l)/2
m+er
X exp— F%L 20
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Abstract—In a simple stochastic system—an overdamped Kramers oscillator with two noise sources (sources
of white and dichotomic noise)—stochastic resonance isinvestigated theoretically and by means of analog sim-
ulation as afunction of the asymmetry of the potential and the amplitude and the correlation time of the dichot-
omic noise. It isfound that stochastic resonance is observed under slow (compared with the Kramers switching
time) dichotomic noise and the signal-to-noiseratio (SNR) has a maximum for a noise amplitude equal to static

bias. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

In recent years, the idea of the constructive role of
noise in nature has attracted the special interest of
researchers. Many experimental facts from various
fields of science have shown that the effect of noise,
which is an inevitable concomitant of all real systems,
is not always reduced to destructive and thermody-
namic phenomena. It has been established that noise
sources in nonlinear dynamical systems may give rise
to fundamentally new operation regimes, such as noise-
induced oscillations [1], that are impossible in the
absence of noise. These phenomena have been called
noise-induced phase transitions [2].

Investigations in recent years have clearly shown
that, in nonlinear systems, noise may give rise to new,
more ordered regimes and more regular structures,
increase the degree of coherence and the amplification
factor; etc. In particular, when useful signals pass
through nonlinear systems, thermal or external noise of
optimal (nonzero) intensity may improve the signal
transmission. Thisphenomenoniscalled stochastic res-
onance. The stochastic resonance involves a group of
phenomenain which the response of anonlinear system
to aweak signal appreciably increases with the inten-
sity of noise in the system. In this case, integral charac-
teristics such as the amplification factor and the signal-
to-noise ratio (SNR) exhibit clear-cut maxima at a cer-
tain optimal noise level. The phenomenon of stochastic
resonance was observed in many bistable systems: in a
ring laser [3], in passive optical bistable systems|[4], in
electron-paramagnetic-resonance systems [5], in
experiments with Brownian particles [6], in a tunnel
diode [7], in SQUIDs [8], in ferromagnets and ferro-
electrics[9-11], in ana og el ectron experiments[12—20],
in chemical systems[21-23], and in sociological mod-

els[24]. Investigations have shown that stochastic res-
onance represents an essentialy generic physical phe-
nomenon, typical of nonlinear systems, in which one
can control one of the characteristic time scales of a
system by means of noise. The results obtained in the
study of the stochastic resonance are summarized
in[25, 26].

The main body of theoretical works on the problem
of stochastic resonance have been devoted to the study
of signal transmission through a system with a single
source of noise, usually white noise; this phenomenon
isidentified as the appearance of a peak on the diagram
of the signal-to-noise ratio (SNR) versus the noise
intensity. However, some authors investigated systems
with two sources of noise, the first without and the sec-
ond with a periodic signal [27, 28]. This statement of
the problem is physically natural and fruitful because
any real system contains internal thermal noise whose
intensity is determined by temperature. Control noise,
just as a signal, is applied to the system from the out-
side. However, to date, the signal transmission has been
studied as a function of the intensity of internal noise
only. On the other hand, in many cases, especially in
biology, temperature (and consequently the power of
internal noise) is fixed within a narrow interval. How-
ever, the amplitudes of the external noise and signal can
be varied within a wide range of values. It is this kind
of approach that we apply in the present paper; here, the
variable parameters are the ratios of the amplitudes of
the control noise and signal to the intensity of theinter-
nal noise.

We study theoretically and experimentaly a two-
well dynamical system with a periodic square-wave
signal and two noi se sources, white (internal) noise and
colored dichotomic (external) noise. We will solve our
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problem in two limiting cases, with slow and fast col-
ored noise for arbitrary values of the signal. In princi-
ple, one can solve the problem in an intermediate
region for small signals, applying the linear-response
theory [29-33]. However, it is the choice of a square-
wave signal and colored dichotomic noise that allows
oneto solvethe problem for arbitrary amplitudes of sig-
nal and noise, without restricting oneself to perturba
tion theory.

The main result of this paper is the discovery of a
resonant or strongly nonmonotonic behavior of the sig-
nal and noise powers and the SNR in the case when the
transition probabilities from one state to another
become equal. Thisresult differs from the conventional
stochastic resonance and is associated with the appear-
ance of additional symmetry in the system when the
above-mentioned probabilities coincide. In the domain
of existence of such symmetry, al the characteristics
behave nonmonotonically.

2. THEORY

Consider the equation of an overdamped Kramers
oscillator with two noise sources:

dx

at f(x) + F + AS(t) + o&(t) + AR(t),

f(x) = ax—=bx®, t) = #1,

Soso= e &y
EOEMD=3(t-1),

. 0<ts<TI2
Rt+T) = RO = O
51, T/2<t<T.

Here, &(t) is white noise; St) is dichotomic (tele-
graphic) noise; R(t) isasquare-wave signal; and a, b, F,
o, A, and A are constants.

Note that function f(x) should not necessarily be
chosenin theform of (1). Below, wewill show that itis
important that f(x) is an odd function that has only one
unstable fixed point and two stable points at +X,. In the
experiments, f(x) will have a different form satisfying
our conditions.

It isimportant that the characteristic timesin Eqg. (1)
form a hierarchy. Denating by T the correlation time of
the (real) white noise and assuming that a ~ b, we adopt
the following time hierarchy in our problem:

Ty w's>a ' >1—0, 2
where w, is the characteristic rate of switchings

induced by the white noise (see (6)). Note that, in cer-
tain formulas, we will retain the notation t for the noise
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correlation time, assuming that the white noise corre-
spondsto thelimit T — 0, because this notation, first,
emphasizes that the necessary condition a* > T should
be satisfied and, second, is important for comparing
theoretical results with experiment, where 1 is always
finite.

Let us pass from (1) to a model of two states
between which jump transitions occur. It is convenient
to define energy Uy(X) as

a b
Uo(X) = —§X2+ZX4,
a’ a )
OUy = Uy(0) —Ug(xx) = b’ Xo = J%v

where +x, are stable fixed points of Eq. (1) for F=A =
A=0=0and dU,isthe height of the potentia barrier.

Suppose that the following a priori relations hold:

0> < 3U,  AXy, FXy < 8U,,

AX,)° (Fx,)° (4)
(2Xo) ’(ZXO) <1
00U, 070U,

Thefirst relation impliesthat the system mostly staysat
one of the stable fixed points (potential wells). The sec-
ond and third conditions imply that the fixed points do
not move when the system is subject to external actions.

Thus, we can approximate the dynamic variable x(t)
by a dichotomic signal,

X1 = xd®), d(t) = +1. (5)

In other words, x(t) assumes only two values, and we
have a two-state model. The same conditions (4) deter-
mine the applicability domain of the Kramers approxi-
mation for the transition probabilities between these
two states, i.e., the exponential dependence of these
probabilities on the ratio of the time-dependent poten-
tial energy of the system to the noise intensity:

a(t) = w .y = weexp[p+us(t) + vR()],

B = w1 = woexp[—p—(uS(t) - vR(1))I,

_ 2X%F 2% _ 2X%A
- 7 U= 7 V= 2 (6)
0] (0) 0)

0 _a

a
Wy = ——expa——.
2 T UopgH

The governing equation for the distribution density of
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anonstationary process d(t) reads

% = a(t)P(=L, t) = B(H)P(L, 1),

(7
95%1-’1) = B()P(1, 1) — a(t) P(L, 1).

Suppose first that A = A = 0 (there is no external
action). Then, a and B in (6) are independent of time,
and the nonzero eigenvalues of Eq. (7) are given by

Ay = a+B = 2w,cosh(p). ()]

It is clear that equilibrium is established in the system
within time L/A.

2.1. Sow External Noise

Now, let us switch on an externa action (A, A # 0)
and suppose that the adiabaticity condition is fulfilled
not only with respect to the signal period T but also with
respect to the correlation time 1/y of the dichotomic
noise:

Ty ' >w,>a ' >1-—0. 9

Sincew, ~ Ay and equilibrium is established withintime
1/, a(t) and B(t) Slowly vary over times on the order
of T and 1/y; therefore, we can speak of local equilib-
rium and solve Egs. (7) in the adiabatic approximation.
The solution is given by

- __a@)
ek TOR 0} 0
P1t) = —bO__
a+ R

One can also easily calculate the transition probabil -
ity for the process d(t) from state mat moment t,, to state
na moment t; > t,:

n, t)e(m, t;) —t,- ;
P(n, t;jm, t;) = P(n, tl)+we<t WAL,

P(m, t)
Ao(t) = a(t) +B(t), (11)
_ _ Ao
o1,t) = —o(-1,1t) = m.

Ag(t) and @(n, t) in the last equation are the adiabatically
dowly varying eigenvalue and the corresponding
eigenfunction of Eq. (7).
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Now, let us calculate a two-particle distribution
function P,(n, t;; m, t,). According to the general theory
of Markov processes, this function is given by

PZ(n! tlv m1 t2) = P(n’ tl| ml t2) P(ml t2)
= P(n, t)P(m, t,)

(12)
o(n, t)e(m, t,)
ity P ep{ (L~ L)AL}
We are interested in the time scales
1 1
=<T, =0 -t 13
)\0 y | 1 2| ( )

Then, we can replace the exponential function in (11)
by the & function to obtain the following expression for
the two-particle distribution function:

Pa(n, ty|m, t;) = P(n, t)P(m, ty)
20(t; —ty)
TR
where P(n, t), Ag(t), and @(n, t) are defined in (10) and

(11). Taking into account these definitions, we can eas-
ily obtain the correlation function

(14)
o(n, t)em, ty),

D(ty, ty) = Ck(t)X(tx) = y(tyy(ty)
, Bat)B(t)x

6 - 1
[a(t,) + B(ty)] (it (15)
yt) = KOO, = Xo%.

The subscript ¢ at the expressions in angular brackets
denotes averaging over the white noise.

Now, let us average (15) over the stochastic process
S(t) and over the phase of the periodic signal R(t). We
calculate the irreducible correlator,

K(t,—t,) = [D(t,, tz)Ds R
— () r ()L -

From (15) and (16), we obtain

(16)

K(t;—t) = D) y(t)L r— IOE &
+ \% [Eosh™ [ p + us(t) + v R()] Tk r3(t, —t,), (17)
0
y(t) = Xotanh[p +us(t) + v RE)].
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The corrélator (17) is easily calculated in the general  following symmetry:
case. Taking into account that S(t) = £1 and R(t) = 1,

we obtain the following relations for an arbitrary func- B.(p, 0, v) = By(p, u,0)
tion f(x): (20)
= Bs(p,0,Vv) = By(p,u,0) = 0.
1+91)1+R(t
f(ASY) + AR(Y)) = ‘—2—8‘(—)‘—2—(—) f(A+A) Now, we calculate the spectral density
1-St)1-R(t) ©
+—t——=f(-A-A i
2 7 ) 18) Sw) = J’K(t)e"”‘dt. (21)
+ 1+_S(t)1__R(t) f(A—A) —oo
2 2 .
Since
+ 1-SH1+R({) f(-A+ A). _
2 2 4 o g2k Dot ot
N | | W =55 —s =T, (@
Then, we easily obtain the following expression for the T[2k &~ (2k+1)
correlator:

from (19) we obtain
K@) = KOt +C(p, u, v)a(),

S = C(p, u, v) + —2—By(p, u, v)
Y

) (A)2+ 2
Xo
C(p,u’v):— 8 - O(w—(2k+1)Q
4w, +ﬁBz(p, u, v) Z ( (2&<+1)2) )
-3 —3 o (23)
x[cosh “(p+u+v)+cosh (p—u—v) +8FyBg(p,u,V)

+cos(p+u=v) +cosh~(p-u+v)], x i [(2k+ 1)%((w— (2k+ 1)Q)2 +y2)] .
K= —oo

KOt = By(p, u, v)e™" + By(p, u, v)gy(t)
If w, Q <y, expression (23) smplifiesto
-yl

+ BB(pv u, V)e (pO(t)1

S = C(p,u, v)+ 5(81<p, U, v) + By(p, U, 1))
o) = ROROGK (19) 5 © sookeny @
- Z(pv U, V) Z > .
T o (2k+1)

2
Xo
B.(p,u,v) = —[tanh(p+u+v)—tanh(p—u—-v
(Pt v) = gltann(p ) (p ) Hence, we obtain an expression for the signal-to-noise
ratio, defined as the ratio of the power of the first har-

2
+tanh(p+u—v)—tanh(p—u+v)J", monic of the process x(t) to the noise background:

__2 8
Bp,u,v) = Ig[tanh(p+U+V)—tanh(p—u—v) SNR = =
25
—tanh(p+u—-v)+tanh(p—-u+ V)]Z, y B,(p, u, v) (25)

C(p,u, v) + é(Bl(p, U, V) + By(p, U, 1))

2
Bs(p,u,v) = :—é[tanh((p+ u+v)+tanh(p—u-v)
2.2. Fast External Noise

Now, consider a case when the external noise isfast
The coefficients B(p, u, v) defined in (19) possessthe compared with the transition time wgl; i.e., instead

—tanh(p+u—v)—tanh(p—u+v)]°
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of (2), we apply the relation

Tewg'>y's>a's>t1-—0 (26)

rather than (9). In this case, we can average a(t) and
B(t) immediately over ), replacing them by the aver-
aged values

ay®) = M = wee” "*cosh(u),
Bit) = BB = wee ™" cosh(u)

in Eq. (7).
Then, taking into account that the signal is still adi-
abatic, instead of (19), (24), and (25), we obtain
K(t) = Co(t) + Bo@(t),

2

_ Xo 3 3.
C-= Z—Wocosh(u)(COSh (p+v)+cosh “(p-vVv)),

2
B, = Z(tanh(p+v)— tanh(p-v))’,

8. — dw-(2k+1)Q) 9
_~.8 w—(2k+
S(OO) = C+T[szz00 (2k+l)2
_ 8B,
SNR =~
= W0 osh(uy BN+ V) —tanh(p—v))”
n cosh™>(p+v) + cosh >(p—v)

2.3. TheCaseof aSmall Sgnal v < 1

Let us analyze the results obtained in greater detail.
Consider the domain

v<1l pu>1l (29
Then, using formulas (19), (24), and (25) and the fact
that B; < B, for v < 1, we obtain the following expres-
sions for the total noise §0), signal power B,, and the

SNR in the adiabatic case:
_ 2
S0) = C(p,u,0) + \-/Bl(p, u, 0)

2
_ X 3 -3,
= 2—Wo(cosh (p+u)+cosh " (p—u))

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

GINZBURG, GERASHCHENKO

2

Foaah(pru)-tan(p-u), o

BZ(pv U, v < 1)

2.2
= 22 (cosh™*(p-+u) + cosh™*(p—))’,

_ 8 B,
SNR nC + 2B,/y’

Figure 1 represents the functions C, B;, B,, and SNR
calculated by (30). This figure clearly manifests reso-
nance peaks at p = £u. Thus, when p = tu, al the quan-
tities of interest are strongly nonmonotonic. On the
other hand, it is clear from (6) that points p = u for
v < 1 correspond to the situation when the equality

a(®) = B (31)

holdsfor S=+1. One can readily show that, under con-
dition (31), all the quantities exhibit singularities for
arbitrary (not only exponential, asin (6)) dependences
of a and 3 onthe external signal. Thisfact requires spe-
cial consideration.

Let us write out the asymptotics of expression (30)
in the domainp >0, p, u, p—u > 1. From (30), we
obtain

B, = x;exp(—4(p—u)),
B, = 4x;v exp(—4(p-u)),

2

¢ = Doep(-3(p-u), (32)
0

2
_ 8viw,

TGXP(—(P— u)).

SNR

For fast noise for v < 1, formulas (28) yield

2
Xo

0)=C-= :
0 wycosh(u) coshs(p)

(33)
xé v?
cosh4( p) ’

_ 8W0V2cosh(u)

B, = T cosh(p)’

SNR

Expressions (33) show suppression of noise by
noise when an addition of fast external noise u leads to
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1.0
- 0.8
- 0.6
- 0.4

831

-5-4-3-2-101 2 3 45
p

Fig. 1. Computed functions (30) for adiabatically slow noise; xg = 1, v2=0.2, and y=0l<wy=1

adecrease in the total noise 0) [34, 35].

3. ANALOG SIMULATION

To verify theresults obtained, we carried out an ana-
log simulation of our stochastic system using an elec-
tron model of a two-level nonlinear system—an over-
damped oscillator with a piecewise linear current—volt-
age characteristic 1(x) (see Fig. 2), which is similar to
the oscillator used in [36, 37]. The equation of our cir-
cuitisasfollows:

V() —x®) _

dx
C— +1\(X),
d
dx ) t X (349
RC_&T = —RI(X) +V(1), I(X) = |N(X)+§-

Here, V(1) is the applied voltage; I (X) and 1(X) are the
current—voltage characteristics of the nonlinear ele-
ment and the entire circuit, respectively; and x(t) is the

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

voltage to be analyzed. Let us introduce dimensionless
time by changing t — t/RC and obtain the following
equation, which is completely similar to Eq. (1):

dx _
& = [0 +VO, @)

V() = F+ASt) + AR(t) + a&(T).

Oa(X + Xg), X<-=X;

F00 = Bk (X <x) = axl(@+h)  (36)
]
ra(X—>Xg), X>X.

From the current—voltage characteristic of our circuit,
wedeterminex; = 2.4V, X, = 2x, = 4.7V, and the poten-
tial barrier height in volts, 83U, = 11 V2. The voltage
V(t) applied to the circuit represents the sum of Gauss-
ian noise &(t) with a correlation function of the form
(o?/2t)exp(t)/1) (see (1) and (2)), where the charac-
teristic cutoff frequency 1/2rt= 30 kHz ismuch greater
than all the characteristic frequencies in the system
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R=4.7kQ
[ 4 4
V(o) _ x(0)
T
47kQ
C =0.025 UF +
47kQ
| S|
1.6 kQ
]
I, mA
1 -
/—4.8 0 47 x,V
—1t+

Fig. 2. Schematic diagram and the current—voltage charac-
teristic of an analog model of an overdamped oscillator;
V(t) is applied voltage (a sum of a square-wave signal and
white and dichotomic noise) and x(t) isthe signal to be ana-
lyzed. The operational amplifier is of the KP544UD1 type.

(physical white noise), dichotomic noise with an ampli-
tude of 0 < A <10V and a characteristic frequency of
0 < y/2mt< 2000 Hz, and a variable square-wave signal

S(0), V?/Hz

0.03r [ T

0.02

0.01

F, vV

Fig. 3. Spectral density of the background noise S0) versus
the biasvoltage F for dow dichotomic noisewy/2mt=40Hz <
y/2mt = 560 Hz. The solid curve represents the diagram of
C(p, u, v) from (33) plotted using the experimental param-
etersxy = 4.7V, 2x/0° = 0.3V, A=25V,and v = 0.7 V.
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with amplitude A and a frequency of f, = Q/2rt The
characteristic frequency (inverse relaxation time) of the
nonlinear system is 1/21RC = 1400 Hz. The switching
rate w,, between two statesin the system can be changed
by varying the intensity of the Gaussian noise.

In the experiment, we measured the spectral density
of the output-signal power x(t) at zero frequency, S0),
and at the frequency of the square-wave signal, SQ), as
well asthe SNR (25):

_ 2nAF9Q)

_ 4B,
Q) SNR =SS5,

RAf’ (37)
where Af = 0.16 Hz is the frequency interval in which
the power spectral density Sw) is measured for two
limiting correlation times of the control dichotomic
noise—fast noise (Figs. 3-5) and adiabatic slow noise
(Figs. 6-8)—as a function of constant bias F.
The curvesare plotted by formula(33) for thefast noise
and by (30) for the low noise. Note that, since expres-
sion (30) correctly describes the SNR only for small
valuesof A, we used exact formula (19) for B, in Fig. 8.
One can see that the experimental and theoretical data
arein good agreement.

The behavior of the quantities considered in the
transient region where the hopping rate is on the order
of the correlation time of the control noise, i.e., wy ~,
attracts interest. Since this domain cannot be studied
theoretically, we carried out a simulation, which has
shown that the results obtained in the adiabatic limit
Y <€ W, can be used even for y ~ w,. Figure 9 shows the
SNR for this case.

S(Q), V2/Hz
4

F,V

Fig. 4. Spectra density of the first harmonic of the output
signal §(Q), where Q = 2rtf, fs= 0.5 Hz, for fast dichotomic
noise (see Fig. 3) and thefunction Q) = (4/T®)By(p, U, V)IAf
(see (33) and (37)).
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SNR
140 T T T

130+ ] _

120t =

4 2 0 2 4
F,V

Fig. 5. SNR versus bias voltage F for fast dichotomic noise.
The solid curve is plotted with the use of experimental val-
ues of the parameters; Af = 0.16 Hz (see (30) and (37)).

g(Q), VZ/Hz

F, vV

Fig. 7. Function SQ) for dow dichotomic noise. The solid
curve represents the function Q) = (4/T[2)Bz(p, u, v)/IAf
(see (33) and (37)) with the same parametersasin Fig. 6.

It followsfrom the preceding section that the control
dichotomic noise with amplitude A equal to the con-
stant bias F (which guarantees the static asymmetry of
the potential) restores the symmetry of the potential
well for AS(t) = —F; i.e., we can observe a dynamical
restoration of symmetry. On the other hand, it is well
known that the SNR is also maximal in the case of a
symmetric potential; this fact leads to two maxima on
the diagrams of SNR in Figs. 8 and 9. It is natural to
assume that a similar phenomenon occurs in the case
when there are two square-wave signals rather than
dichotomic noise and a signal. Therefore, we carried
out an investigation when dichotomic noise in (1) was
replaced by a second square-wave signal with a period
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5(0), V¥/Hz

3

F, Vv
Fig. 6. Noise background S(0) for slow dichotomic noise
Y21t = 2.2 Hz < y/21t = 40 Hz. The solid curve represents
SO)(p, u, v) from (30); A = 2.6V, 2xy/0° = 0.74 V2, and
A=0.6V.

Fig. 8. SNR for slow dichotomic noise (see (19) and (30)).

of T, = 21Q,. Thus, we obtain

%‘ = f(X) + F+ARy(t) + 0&(t) + AR(t),  (38)
Rl(t N Tl) _ Rl(t) _ Eﬂ., O<ts T1/2 (39)

o1, T,/2<t<T,.
The adiabaticity condition, similar to (9), is given by
TT,>w;>a'>1 »0, (40)
while an analogue of the fast-noise condition (26) is
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SNR
2.0 T T T T T

Fig. 9. SNR for an intermediate case when the correlation
time of dichotomic noise is on the order of the Kramers
switching rate wy/2r ~ y/2m= 10 Hz.

given by the fast signal
Tesw, >T,>a >1-—0. (41)
In the case of (40), instead of (19), we obtain
K(t) = By(p, U, V)@y(t) + By(p, U, V) @o(t)
+ Ba(p, U, V) @o(t) @u(1),
o |(2k+ 1)Q, (42)

o) = IR(HR(O)F = T[2 Z 2k 1)

Other quantities are the same asin (19). Then, instead
of (24), we obtain

Sw) = C(p, u, v)

+2 Bl(p,u v) Z 5(“’(2(5:)1)91)

o(w—(2k + 1)Q)
(2k +1)°

+2B,(p,uv) z (43

3P
i Gl )an_ (2k + 1) (2n+ 1)?

x 30— (2k + 1)Q — (2n + 1)Q,).

Comparing (24) and (43), we can see that, although
the coefficients C and B; in these formulas are identical,
the spectra are completely different. In particular,
selecting different harmonics in (43), one can measure
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S(Q), V¥/Hz
10F -

F, vV

Fig. 10. Spectral density S(Q) of the output signal x(t) at fre-
quency fg= Q/2mt= 3.05 Hz (thefirst low-frequency square-

wave signal) for the case of two square-wave signals when
the frequency of the second square-wave signal is f; =

Q4/211= 180 Hz > wy/21t= 18 Hz.

all the quantities C and B; separately, whereas, in (24),
we just have the combination C + 2(B; + By)/y.

Now, let us consider the case when the second signal
AR, (t) isfast; i.e., condition (41) is satisfied. It is clear
that, inthiscase, just asin the case of fast noise, one can
carry out averaging over the fast signal. Then, al for-
mulas (27) and (28) remain valid. Thus, the cases of fast
noise and afast signal are completely equivalent in the
zeroth order with respect to the rapidity parameter.

S(Q), V¥/Hz

6

F, vV

Fig. 11. Spectral density S(Q) of the output signal x(t) at fre-
quency fg= Q/2m= 3.05 Hz (thefirst low-frequency square-
wave signal with amplitude 0.6 V) for the case of two
square-wave signals when the frequency of the second
square-wave signal isf; = Q4/2m= 18 Hz < wg/2rt= 50 Hz
and the amplitude is 1.06, 1.45, and 2.27 V (from top to
bottom).
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The experimental simulation carried out for two
square-wave signas for the cases of fast (Q,/2m =
180 Hz > wy/2m= 18 Hz) and slow (Q,/21t= 18 Hz <
wy/21t = 50 Hz) second signal has also confirmed the
theoretical results. Figures 10 and 11 represent the
function Q) for the fast and the slow second signal,
respectively. The results obtained are completely simi-
lar to those obtained for dichotomic noise.

4. CONCLUSIONS

Thus, we have theoreticaly and experimentaly
investigated a two-well nonlinear system with static
asymmetry of the potential and with double stochastic-
ity, i.e., under a certain constant bias and a simulta-
neous action of two types of noise, white and dichoto-
mic. We have revealed that stochastic resonance is
observed when control dichotomic noise is slow com-
pared with the Kramers switching timein the nonlinear
system and the noise amplitude is comparable to the
value of the constant bias.

Thisresult isassociated with the fact that an external
control action, for example, dichotomic noise or a
square-wave signal with the amplitude equal to the con-
stant bias (static asymmetry of the potential), restores
the symmetry of the potential well withinthetimeinter-
vals when the sign of the external signal is opposite to
that of the bias (dynamical restoration of symmetry).
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Abstract—An exact numerical algorithm based on the diagrammatic quantum Monte Carlo method in the
momentum representation is proposed; in many cases, this algorithm is free of the sign problem and extends
the class of modelsthat can be analyzed by cluster methods. The weakening of the sign problem isdemonstrated
viathe determination of the ground state of electrons on achain in the Hubbard model. The algorithmisapplied
to the investigation of the behavior of a one-dimensional boson system with attraction in arotating ring in the
region of the Hess—Fairbank effect predicted by Ueda and Leggett. The existence of this effect for a compara-
tively small number of particles N ~ 10 is confirmed. An analytic boundary of this effect is determined in the
limit asN — 0. © 2003 MAIK “ Nauka/Interperiodica” .

1. INTRODUCTION

Quantum Monte Carlo (QMC) methods, such as
diagrammatic [1, 2] and variational, have been success-
fully applied to the study of many statistical models.
For instance, the parameters of qubits based on Fe and
Mn magnetic nanoclusters were determined by the dia-
grammatic QMC method [3] in situations when the
decoherencetimeislarge enough so that quantum com-
puting devices can beimplemented on the basis of these
nanoclusters. Among important theoretical results, one
should mention the investigation of a quasi-condensa-
tion of an interacting two-dimensional Bose gas[4] and
the determination of ashift inthe critical temperature of
an interacting Bose gas [5].

One of the difficulties that restrict the application of
the QMC methods—the so-called sign problem—
arises due to the representation of a partition function
by an alternating series; as aresult, the error in the cal-
culated mean valuesincreases. The average sign <sign>
of the statistical weight that determines the computa
tion efficiency fals off exponentially as temperature
decreases [6]; therefore, the study of the low-tempera-
ture properties of many prospective systems proves to
beimpossible.

The sign of aterm of the series depends on the set of
internal parameters of the method that correspond to
the last term (the so-called Monte Carlo configuration),
the Hamiltonian of a specific system, and the algorithm
chosen. When simulating fermion systems, anticom-
mutation of the wave function with respect to the per-
mutation of particles also contributes to the sign.

Some models are free of the sign problem; however,
this problem can arise under a comparatively small,

unessential for the physical picture, perturbation of the
Hamiltonian. Conversely, some systems can be reduced
to aform that admits a simulation by the QM C method
without the sign problem by a small variation or even
by the identity transformation. For instance, avariation
in the phase on a certain sublattice of a ssimple square
(cubic) lattice [7] alows one to change the sign of the
hopping matrix element t between nearest neighbors;
this allows one to avoid the sign problem for t > 0.

Sometimes, the sign problem can be avoided by an
appropriate choice of the numerical method. For
instance, in some cases when electron systems with
spin by adeterminant method areinvestigated, all terms
are positive [8]. However, the characteristic time of
numerical calculations by determinant algorithms is
proportional to the cube of the size L of a system,
whereas the characteristic time of trgjectory methodsis
linear in L; therefore, the latter methods prove to be
more efficient when applied to the study of large sys-
tems (L > 10) even in the presence of the sign problem.
On the other hand, for small systems (L < 10), the exact
diagonalization of the Hamiltonian matrix [9, 10] is
preferable in many cases.

There exists a correction method that allows oneto
determine the ground-state energy with high accuracy
[6] evenif the sign problem prevents one from reaching
a sufficiently low temperature. However, no recipe is
known for a similar correction of an arbitrary calcu-
lated mean value. Thus, the sign problem represents a
serious obstacle in QM C methods.

In this paper, we present a new trajectory algorithm
in the momentum representation that is devel oped on the
basis of the diagrammatic QMC (DQMC) method [11].
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This algorithm weakens the sign problem when simu-
lating weakly interacting systems and allows one to
analyze new modelsthat do not admit the application of
algorithms acting in areal space. One of such modelsis
considered in Section 3.

2. DIAGRAMMATIC QUANTUM
MONTE CARLO METHOD
IN THE MOMENTUM REPRESENTATION

2.1. Formulation
of the DQMC Method

According to [11], the Hamiltonian of a system is
divided into two parts, H = Ho + V, wherethe ground-

state energy Ho has adiagonal form in the representa-
tion of occupation numbers {n}:

Hol i} 0= E’i(rt ')

and the perturbation is given by V = z Qp.
p

Then, the partition function in the interaction represen-
tation is expressed as

[ B Tm-1 T
z=% 3 I(—dTm_l) _[ (_dTm—z)---I(_dTO)

m=0ryM 0 0 0
{(n™

x exp(~BES”) [ exp(-1,E0 )

i=1

x Oy VI lexp(r ESY),

)

where
7= 1,=14+8, b= =
’ m 0 ’ kBT.

Here and in what follows, # = 1. Calculations are car-
ried out in continuous imaginary time 0 < T < 3, which
isdivided, to facilitate computer processing, into suffi-
ciently small segments At ~ 10%(3. Eachtermin (1) can
be represented by a set of particle trgjectories in the
(d + 1)-dimensional space (x, T) and is expressed as

WO ot O PIQel{r} Vlexp(. ). ()
j=1

where 1; correspond to the times when the world lines

are changed under perturbation ij —the so-called
kinks [11]—while the set of values p;, {n}?, and T
defines a Monte Carlo configuration.
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The perturbation operator V is divided into terms
Qp for convenience. For instance, for ahopping termin
the Hubbard-type model Qi =—t;&'8, (& and & are

the creation and annihilation operators, respectively), a
kink represents ajump of atragjectory from sitej to site
i a moment T of imaginary time. On the other hand, the
perturbation operator also admits diagonal terms that
do not change the occupation numbers of the sites
involved. The agorithm presented below employs both
types of kinks.

Asan elementary Monte Carlo step, we use addition
and annihilation of kinks, as well as the variation of
their position T in imaginary time. Calculations are car-
ried out by the Metropolisalgorithm in which each con-
figuration update has its inverse, whereas the probabil-
ity R of adopting atransition between configurations A
and B is chosen according to the expression

WuRs . gfa_s = WgRg . afg_ A

where W, and W are the statistical weights of the old
and new configurations, respectively, and f, g and
fg _ 5 are the probabilities of choosing the transforma-
tions A —= B and B — A in the algorithm, respec-
tively. The simplest variant for choosing R is the so-
called heath-bath algorithm [8]:

Wgfg_ A
= ) 3
Wuafa_ g+ Wafg_a )

Ra_g =

In addition, a natural requirement isimposed on the
system of processes: there should exist anonzero prob-
ability of transitions between any two admissible (i.e.,
with weight W # 0) Monte Carlo configurations in a
finite number of steps.

2.2. DQMC Method
in the Momentum Representation

The algorithm presented is developed for fermion
and boson systems that have a Hubbard-type Hamilto-
nian in the momentum representation:

H=Seaa,+ Z U pars@pa8 s, (4)
p p.q,r,s
where €, is the energy of a particle possessing the

momentum p. Further, we will consider atypical term
of interaction

qul’S = Uq—r6p+q,r+sv

although momentum conservation is unessential for the
algorithm described.

The interaction taken as perturbation V generates

kinks that are shown in Fig. 1. A factor, corresponding
to akink, that appears in the weight of a configuration
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(a) (b)

—) O

(© (d)

Fig. 1. Kinks generated by two-particle interaction;
(a, b) diagonal and (c, d) nondiagonal kinks. Kinks (a) and
(b) can betaken into account analytically in the case of con-
tact interaction Upgrs = Ugdp + g, r + 5 Kinks (@) and (c) arise
only during simulation of a Bose system. Here and below,
the imaginary-time axis is directed horizontally, momenta
are measured in the vertical direction, the occupation num-
ber is represented by the width of a line, and a kink is
denoted by acircle.

8

7

6

5

41— ey ()

3

2

1

0 B

Fig. 2. An example of a trgjectory configuration with all
types of kinks (a—d) (see Fig. 1).

together with the exponential factor is given by a sum
of appropriate terms U,s./NyNgN:Ng of the series for

all nonequivalent permutations of the momentanp, g, r,
and s. For instance, when Upgs = Ugdy 4 g r + s, the fac-
tors -AtUgny(ng — 1) and —4AtUyn, n,, correspond to

kinks (a) and (b).
An example of a configuration is shown in Fig. 2.

2.2.1. Thesign problem in thenew algorithm. The
sign of astatistical weight is determined by the number
of kinks and the relevant matrix elements of the pertur-

bation V . The average number of kinksin a configura-
tion is estimated as B|V| (see [11]); therefore, as
applied to the simulation of weakly interacting sys-
tems, this algorithm proves preferable to conventional
trajectory algorithms because of the weakening of the
sign problem.
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It is also important that, in the case of a point inter-
action of particles Uyys = Ugdy 4 g r + s, the diagonal part
of the interaction gives only an energy shift; thisallows
us to simplify the algorithm by eliminating diagonal
kinks (Figs. 1a and 1b) from it. Then, even in the case
of repulsive interaction or Fermi statistics, a statistical
weight may become negative only for configurations
with at least three kinks; thus, at high temperatures, the
sign problem (slowing down the calculation) is sub-
stantially weakened.

On the other hand, in the case of attractive interac-
tion and the absence of antisymmetry, the algorithm is
independent of sign because the contribution of any
kink to the statistical weight is positive. This circum-
stance allows such systemsto be studied with high pre-
cision even at low temperatures. (An example of such a
problem is considered in the following section.)

2.2.2. Relation between the sign and the winding
number. For a standard trajectory method, the fermion
component of the sign is determined by the number of
intersections of trajectories. Simple topological consid-
erationsyield [12]

S -
SgNW = (-1) | ) ©

where Z, isthe so-called winding number of theith tra-
jectory around the imaginary-time axis. This relation
allows one to efficiently determine the sign of the sta-
tistical weight after the change of configuration.

However, in the algorithm considered, the tragjecto-
ries of particles are linked in pairs via kinks, whereby
the winding number of the tragjectories is frequently
undetermined. Therefore, to preserve the applicability
of formula (5), kinks (b) and (d) (Fig. 1) are redefined
as a simultaneous hopping of two particles, without
intersection of trajectories, with an appropriate varia-
tion in the weight of akink. For instance, the weight of
kink (b) (Fig. 1) takes the form —2At(Uy — U).

2.2.3. Processes. Figure 3 shows the processes that
are chosen to change a configuration of world lines,
except for the “hole” version of process (b), and the
motion of a kink in imaginary time. Here, it is also
required to create and annihilate diagonal kinksin the
case when the diagonal part of the perturbation has not
been taken into consideration analytically as an energy
shift. Note that, among all the processeslisted, only the
entanglement of akink with astraight region of another
worldline (Fig. 3c) may change the winding number of
the trajectory and, hence (following (5)), the fermion
component of the sign.

It isimportant that the processes considered locally
preserve momentum and, hence, cannot change the
total momentum K of the system. Simulation in the sec-
tor of the phase space with fixed K reduces the compu-
tation time of energy levels that are characterized by
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(a) (b)
— b ¢ b — O ¢
© )
. ) ( O
_— ) —_—
) g\
) )

Fig. 3. Procedures for changing nondiagonal kinks: (a) creation/annihilation of a pair of kinks, (b) transformation of one kink into
two, (c) entanglement of akink and a straight region of aworldline, and (d) shift of akink over an adjacent one.

certain momentum. However, to cal cul ate other quanti-
ties, the total momentum of the system should take all
possible values during the simulation. The easiest way
of doing thisisto introduce skewed kinks (Fig. 4) that
correspond to afictitious term,

in the Hamiltonian (see also the worm algorithm [13]).
Just as in [13], the statistics is accumulated in the
absence of skewed kinks, while the small quantity n is
chosen from efficiency considerations.

2.3. The Fermi Hubbard Model on a Chain

Totest the algorithm, we cal cul ated the ground-state
energy E, of a system of electrons on a chain of eight
sites described by the Hamiltonian

A=ty @8, +He)+UY AR, (6)

Gjlo i
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for the particlenumber N, =N, =4,t=1,U=-1, and
K = 0. Here, [ijj (denotes a summation over neighboring
sites. Since the system is small, we could test the algo-
rithm with high accuracy. A value of E; = —11.952(5)
obtained for 3 = 8.0 coincides with the results obtained
by astandard trgjectory method in the conventional rep-
resentation (theworm algorithm[13]), E, =-11.(9) for

B = 2.0, and by the method of exact diagonalization,
E,=-11.952326....

() (b) (c)
22— —
1
0
—1 - -
-2
-3

Fig. 4. Creation of a pair of skewed kinks and their subse-
quent collapse in a different order alow one to change the
total momentum of the configuration from (a) K = +1 to
(o) K=-1

No. 4 2003



$gnl]

0 10 20 30 40

Fig. 5. The average sign as afunction of temperaturein cal-
culations in (1) conventional and (2) momentum represen-
tations of a one-dimensional Hubbard model for electrons
on achain of eight sites with the number of particles N, =

N,=4,U=-1andt=1.

Such high accuracy of the new algorithmisattributed
to therestriction of the phase space dueto fixing the total
momentum K. The ground (E, =—-11.952326...) and the
subsequent (E; = —11.901727...) energy levels are so
close that they cannot be distinguished at practically
achievable temperatures by standard Monte Carlo
methods, whaose accuracy is restricted to two or three
decimal places due to the sign problem. However, the
second of these levels corresponds to a nonzero
momentum and therefore does not take part in the cal-
culations performed by the algorithm proposed.

Calculations are possible when the average sign
[SignUexceeds a few percent. The average sign as a
function of inverse temperature 3 isshown in Fig. 5 for
calculations by both QMC agorithms. The behavior of
these functions confirms our assumption that a situation
with the sign prablem in the algorithm proposed is more
optimistic. The highest possible value of 3 hasincreased
from 7 to 40. Due to the attractive character of interac-
tion, the sign has only afermion component after passing
to the momentum representation. (However, notethat, in
this system, repulsion (U > 0) can aso be transformed to
atraction by an electron—hole transformation for parti-
cleswith one of the two values of spin a.)

3. BOSE GAS WITH ATTRACTION
IN A ROTATING RING

The algorithm described has been applied to study-
ing the ground state of a quasi-one-dimensional Bose
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gasin arotating ring of radius Rwith attractive interac-
tion between particles[14, 15]. The Hamiltonian of the
system has aform analogous to (4):

H = ﬁwcz B(_Z%)an
“ (7)

+ 4+
+ g Z AQ, Q) _ g+ q
k1,q

where w is the angular velocity of rotation of a con-
tainer, w, = #/2mR? is the critical angular velocity, g =
2ah?/mRS < 0 is the effective amplitude of interaction,
a isthe s-wave scattering length, mis the atomic mass,
and S= 1r? isthe cross-section area of atorus.

An example of aBose system with the negative scat-
tering length is given by a “Li atomic gas, which was
investigated in experiments on Bose condensation at
ultralow temperatures [16]. For other akaline metals,
one can apply the Feshbach resonance [17], which
allows one to vary the scattering length and, in particu-
lar, to changeits sign. It isimportant that, while a con-
densate of attracting atomsis unstable in the bulk [18],
in the one-dimensional case, a droplet represents the
ground state and is stable [19]. The model considered
becomes effectively one-dimensional at a sufficiently
low temperature and for r < R. Variants of experimen-
tal realizations of such a system are demonstrated
in[20, 21].

To simplify the analysis, we assume that # = 1 and
w, = 1 and introduce a dimensionless interaction
parameter

lg(N-1)

Y= hw,

3.1. Introduction to the Problem

Ueda and Leggett, who proposed this system as a
model of an irrotational fluid, have shown in [14] that,
in the macroscopic limit and for y <y, ~ 1, there exists
acutoff angular velocity wpof atorus below which the

gas is not dragged by the walls (the so-called Hess—
Fairbank effect). In this case, all the particles occupy
the same state with the angular momentum k = 0 and the
graph of the momentum of the system versus the rota-
tion speed has a horizontal plateau repeated periodi-
cally with period 2w, (see Fig. 6). A similar result is
obtained when the system isinvestigated in the limit as
y — 0 and N — oo by the humerical solution of the
Gross—Pitaevskii equation.

On the other hand, the simulation carried out by
Berman et al. [22] of the dynamics of a system in the
basis of coherent states cast doubt on the stability of the
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condensate state in the region of the plateau even for
small y and, hence, on the applicability of standard
methods of aweakly interacting Bose gas to this prob-
lem. Thus, until recently, there has been no unanimity
of opinion about the true behavior of a quasi-one-
dimensional system of bosons with attraction in arotat-
ing vessel.

For the related problem of attracting bosons on an
infinite line, there exist exact analytic solutions of the
Gross—Pitaevskii [23] and Schrodinger [19] equations.
Inthelimit asN —» oo, these equations yield identical
results for the ground state of a system (see[24]); indi-
rectly, thisfact speaksin favor of standard methods and
the Ueda—L eggett description for a system in the ring.

To conclude, we can calculate the ground state of a
system by an exact numerical method. However, stan-
dard QM C methods acting on alattice prove to be inef-
ficient in this case because one has to discretize the
space coordinate [25], which introduces a systematic
error to theresult [26]. When studying this problem, we
applied the agorithm of the diagrammatic QMC
method in the momentum representation, described in
Section 2, which does not require the discretization of
the coordinate. The second and the main advantage of
the new agorithm in this problem is the complete
absence of the sign problem.

Below in this section, we present the results of cal-
culations by the QMC method for N = 2, ..., 100 for
various values of the parameters w and v; these results
confirm the existence of the Hess—Fairbank effect [15]
in the system considered. An exact phase boundary of
the effect is obtained analytically.

3.2. A Macroscopic Case:
Exact Boundary of the Effect

The Hartree—Fock method in the basis of the states
{...,n4 ...,N4, NG, Ny, ..., N, ...} that was used in [14]
is exact for y — 0 because the Hamiltonian takes a
diagonal form when only two rotational states with the
minimal energies €, are taken into account. However,
when y ~ 1, corrections due to higher energy levels
become essential.

Let us apply the Bogolyubov method [27] to take
into account all momentak. The plateau on the graph of
M(w) corresponds to the situation when all particles
occupy the same rotational state with momentum k = |
(for definiteness, let | = 0). Then, up to corrections pro-
portional to /N, Hamiltonian (7) can be expressed as

A= Hot 3 =35 (288 88+ 8L,
k k#0

At

where ¢, = k2 — kax Changing &, 8 — b, b
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M/N E/N
3 1.0
2+

0.5
1r -
0 I —

0

—1 1 1 1
0 2 4 6

Fig. 6. Energy E and angular momentum M of the systemin
the ground state versus the rotation speed w for y = 0.1 and
N — oo, obtained according to macroscopic methods of
an interacting Bose gas. Although the state corresponding to
the horizontal plateau is unstable according to Berman
et al. [22], the vaidity of the graphs is confirmed in the
present paper by exact numerical calculations of a many-
particle ground state.

according to

a

~ A+
ukbk + ka—k,

a; = ufbe+ vib
with the coefficients
1 Ly

Uy = ——, VvV, = ————,
Y E O TINC E SOV

lud®=vi* = 1,

and requiring that the coefficients multiplying bkb_«

and byb’x should vanish, we obtain the following
expressions:

=
Xk = —— 1!
“Ty
€t ey 2
E = = k",
k 2
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Fig. 7. (1) Exact phase diagram of the Hess—Fairbank effect
obtained when analyzing the system in the limit asN —
oo (formula(8); the effect existsfor y < ydoo)). Thedotsrep-

resent the approximate dependence [14]. Wheny < 1, the
graphs coincide; asy increases, the width of the plateau rap-
idly decreases and the effect disappears at y = y, = 1/2.
(2) Angular momentum M of the system versus w for y =
0.45, obtained by numerically solving the Gross—Pitaevskii
equation. The size of the plateau region on curve 2 corre-
sponds to formula (8).

Thin T

min

Fig. 8. lllustration to the notations of g and A in the text.

Note that such a solution is only possible when y <
V2. Itisaso clear that al particles have momentum | =
0 in the ground state only if the energy of quasiparti-
cles, given by

, 1-L
e(k):1+Lt—oo,

is greater than zero. Otherwise, the above arguments
are not valid and the momentum k = +1 proves to be
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occupied by a macroscopic number of particles; hence,
the angular momentum M of the system becomes non-
zero. The switching point that corresponds to the exact
boundary of the HesstFairbank effect in this system
(seeFig. 7) isgiven by

(w=21)> = 1-2y. (8)

This relation can aso be obtained by analyzing the
homogeneity of the solution to the Gross—Pitaevskii
equation [28]; in terms of amacroscopic wave function,
it is the violation of homogeneity that alows one to
change the angular momentum. The solution to the
Gross—Pitaevskii equation for this problem is given by
the Jacobi dliptic function dn; although the parameters of
this function are generally determined numerically [29],
one can sufficiently easily derive an analytic solution
for the moment when the nonhomogeneity of the
ground state arises.

3.3. AMesoscopic Case: Characteristic Features
of the Algorithm

In al realizations of the diagrammatic Monte Carlo
method, the time t of a created or shifted kink is cho-
sen, asin theworm algorithm [13], with the probability

eXp[_aE(T _Tmin)]
Z, '

This probability is proportional to the coefficient
exp(—OET) by which a statistical weight is multiplied
after a change of configuration. The normalizing coef-
ficient Z;(O0E, T — Tmin) enters the expression
fa_ ffs . A (s€€ (3)), which is used to determine the
probability of adopting a process, and the update effi-
ciency (the transition probability to a new configura-
tion) decreases as OE increases. Due to the form of the
spectrum in this problem (g, ~ k?), we had to take dif-
ferent values of the momentum k with different proba-
bilities when determining the place where the proce-
dureis applied.

For instance, in processes (a) and (b) (Fig. 3), the
energy of trgectories in the interval considered is
changed by an arbitrarily large value OE = 2,(q + A) (see
Fig. 8), and one has to choose g and A with the proba-
bility W corresponding to Z;(0E, Ty — Tmin). The
approximation that was used to speed up computation
isshown in Fig. 9. The details of each of the four pro-
cesses are presented in [15].
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o___
9]
S
7

-5 20
Fig. 9. Piecewise approximation W of the function
Z4(0E(q), T) that was used to speed up the process of choos-

ing momentum g in the course of processes (a) and (b)
(Fig. 3). The value of momentum A is fixed when choosing
the place of update.

E/N
—0.16— T T

-0.20

-0.24

-0.28

-0.32- ; :

Fig. 10. Calculated ground-state energies of the system for
Y =Y, = 12 for 10 particles and various angular momenta
M =0, ..., 10. The value of angular momentum M is indi-
cated by a number near a curve. In the absence of rotation,
the ground state of the system correspondsto M = 0; as w
increases, the branches with M = 1, 2, etc., become ground
states. Degspite the error of the calculated points shown in

the figure, the accuracy of the graphs is 1072 because
EoM, @) = By +N(w/2 — M/N)2,

It should also be noted that we used only nondiago-
nal kinksinthe simulation (Figs. 1c and 1d) becausethe
diagonal part of the interaction gives only an energy
shift in this case:

3.4. Mesoscopic Case: Results of Calculations

The energy of the ground state was calculated for a
fixed angular momentum M of the system; then, we
chose a branch with the minimal energy (see Figs. 10
and 11). Figure 12 shows the graphs of M(w)/N for
N =5, 10, and 20 particlesfor y=0.2. For comparison,
in the same figure we present a macroscopic function
obtained by numerically solving the Gross—Pitaevskii

Fig. 11. Angular momentum of a system of ten particlesin
the ground state versus the speed of rotation for y =
Y. = 1/2, calculated according to Fig. 10. The absolute

error is 1072. The dashed curve represents a macroscopic
dependence.
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Fig. 12. The angular momentum of the system in the ground

state versus the speed of rotation, calculated for 5, 10, and

20 particles for y = 0.2. The absolute error is 102, The
dashed curve represents a macroscopic dependence. It is
essential that the size of the plateau remains virtualy
unchanged as the number of particlesis changed.

equation for the samevalue of y. It is surprising that the
width of the plateau is hardly changed as the number
of particles decreases, and expression (8) provesto be

Fig. 13. The density—density correlation function of the sys-
tem for w =0 and y = 0.25 <y, = 1/2 (within the plateau
region) for 2, 4, 10, and 80 particles. Correlations increase
as the number of particlesincreases.
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applicable even for N < 10, although the width of
intermediate steps becomes comparable to the size of
the plateau for a small number of particles. The
same situation occurs for other values of y. (Note the
difference between the definition y = |g|N/Awy, which
isgivenin[14], and y = |g|(N — 1)/Aw,, which is used
in the present paper; the second variant is more
correct.)

Thus, the phase boundary of the Hess—airbank
effect determined in the limit as N — o remains
unchanged when the number of particlesis sufficiently
small for computations by cluster methods.

As an illustration, we calculated the “density—den-
sity” correlation function

1

RN =D W COW X+ 0WX + XWX

K(x) =

for homogeneous and nonhomogeneous (in the macro-
scopic limit) cases (Figs. 13 and 14, respectively). For
a small number of particles, their positions strongly
correlate in both cases and the functions are virtualy
identical; for large N, the graphs correspond to the solu-
tion of the Gross—Pitaevskii equation.

X

Fig. 14. The density—density correlation function of the sys-
tem for w=0and y = 0.75 >y, = 1/2 (outside the plateau
region) for 2, 4, 10, and 80 particles. The dashed curve rep-
resents the solution to the Gross—Pitaevskii equation.
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4. CONCLUSIONS

In this study, we have presented a variant of the
DOMC method in the momentum representation,
which is very efficient for investigating weakly inter-
acting systems. This method can be applied to new
guantum models that could not be studied by other
cluster methods. We have presented arguments in favor
of weakening the sign problem as compared with stan-
dard trgjectory methods; some models are free of the
sign problem. One of such models—a Bose gas with
attraction in athin rotating ring—has been investigated
by the QMC method for the first time. The agorithm
proposed has allowed us to follow up the variations of
the ground state of this system, depending on the rota-
tion speed of a container and the magnitude of interac-
tion for anumber of particlesranging from 2 to 100 and
confirm the existence of the Hess—Fairbank effect [14]
in this system. In the limit as N — o, we have
obtained an exact equation for the phase boundary of
the effect, also fitting well the case of a comparatively
small number of particles (N ~ 10).
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Abstract—Two algorithms for measuring the polarization state of the biphoton field prepared in the form of a
three-level system (qutrit) are considered. On the basis of the general approach developed by Klyshko [21] for
describing the polarization properties of single-mode electromagnetic fields in the fourth order in the field, a
procedure for measuring the polarization density matrix of qutritsis proposed and implemented. © 2003 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

In a number of protocols of quantum information,
use is made of states of light with definite (i.e., preset)
properties. For instance, the Bell states [1] are used in
guantum teleportation, high-density coding, or quantum
cryptography. Such states are obtained asaresult of spon-
taneous parametric down-converson of light [2-4].
Pol arizati on-squeezed states, in which the fluctuations of
one or several Stokes parameters are suppressed, are
widely discussedintheliterature[5, 6]. A particular case
of such statesis “scalar light” for which fluctuations of
al Stokes parameters are suppressed [7] (light of this
type was recently obtained in experiment [8]). In quan-
tum cryptography [9], the security in the key distribu-
tion increases when multilevel (in particular, three-
level) states of light are used [10-12]. The manifesta-
tion of the geometrical phasefor such (three-level) opti-
cal systemsisof certain interest [13, 14].

Obviously, the application of statesof light with pre-
set propertiesin certain experiments presumes the solu-
tion of the following three interconnected problems:

(i) generation of such states;

(ii) their transformation during transmission over a
communication channel;

(iii) application of areliable procedure for control-
ling a state at a given instant.

In recent years, the procedure known as guantum
tomography of light (tomos stands for layer and grapho
means to write). This procedure aims at reconstructing
the initial state of an electromagnetic field by measur-
ing several projections of this state in different bases.
Such a state can be recorded with the help of a wave
function, density matrix, or quasiprobability function.
It isprobably more appropriateto apply theterm “ quan-
tum tomography” to the quasi probability function since
this function permits avisual representation of the state
in the form of a three-dimensional image. However,

analysis of the literature shows that the term ‘tomogra-
phy’ is being used now in awider sense as reconstruc-
tion of theinitia state. Among alarge number of publi-
cations in this field, we will mention only those in
which this procedure was used directly in experiment.
For example, the reconstruction of the initial qua-
siprobability function was carried out in [15-17] during
the measurement of states characterized by continuous
variables, such as quadrature- or polarization-squeezed
light. Tomography of the states of discrete variables,
which are realized with the help of polarization-spatial
qubits, was carried out in [18]. In this case, the polar-
ization state of the biphoton field generated in the fre-
guency-degenerate noncollinear mode can be treated as
a par of qubits. The first attempts at implementing
qutrit tomography were made in [19].

2. BIPHOTON
AS A THREE-LEVEL SYSTEM (QUTRIT)

Thisstudy isdevoted to an analysis of the procedure
for transformation and measurement of the states of
light that can be described in terms of athree-level sys-
tem. We consider the polarization state of frequency-
degenerate biphoton radiation in asingle spatial mode.
In the general case, such states can be prepared using
spontaneous parametric down-conversion of light from
three nonlinear crystals oriented in a specia way.

The states of light generated during spontaneous
parametric down-conversion can be represented in the
form

1
|L|J|:|: |VaC|:H' éz Fk, k'llk! 1k'D (1)
k, k'

where |vacllis the vacuum state, the quantity Fy . is
called the biphoton amplitude, and |1, 1, Cisastatewith
one (signal) photon in mode k and one (idler) photonin
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mode k'. The modes are characterized by frequency,
direction, and polarization. We will henceforth assume
that the modes differ only in the polarization. The
meaning of quantity F,  isthat the square of its modu-
lus givesthe probability of recording two photonsin the
two polarization modes k and k'. Rea states of the
biphoton field possess fixed frequency and spatial
(angular) spectra. When we speak of the single-mode
approximation in frequency and angle, we assume that
states (1) cannot be distinguished in respect to these
parameters in a concrete experiment. In other words,
for different frequencies and spatial components of
such radiation, no delays exceeding the corresponding
coherence scales of the field can emerge during its
preparation and propagation.

Disregarding the vacuum component and taking
into account all possible ways in which two photons
can be distributed (that are indistinguishable in fre-
guency and direction of propagation) between the two
polarization modes, we obtain

|WO= ¢,|H, HOF cylH, VO co|V, VO

_ 2
= |2, OO c,|1, 10 c,l0, 200

Here, we used two equivalent representations of
state (1) in the Fock basis. For example, notation
[H, HO= |2, OOindicates that both photons are in the
horizontal polarization mode. The complex amplitudes
of states (¢, = d; exp(i¢;), i = 1, 2, 3) satisfy the normal-
ization condition

3
z|ci|2 = 1. (3)

State (2) describes a three-level system; consequently,
the biphoton field can be treated as the object of inves-
tigation of the properties of this system. Since the state
of atwo-level system is known as a qubit in the quan-
tum theory of information, state (2) will be referred to
asaquantum trit, or qutrit. A detailed description of the
characteristics of biphotons (qutrits) and their visua
geometrical representation can be found in [20].

We assume that polarization properties of a single-
mode el ectromagnetic field are described by the creation

(al, =af, a!, =b") and anninilation (a, = a, a, = b) oper-
ators for photons in the polarization modes H and V.

These operators satisfy the conventional commutation
relations

[a,a] =[b b =1, [aa]=[bb]=[b a]=0.
It was shown in [21] that the parameters determin-

ing the polarization properties of asingle-modefieldin
the fourth order can be combined into a Hermitian

JOURNAL OF EXPERIMENTAL AND THEORETICAL PHYSICS Vol. 97

847

matrix known as the coherent matrix of the fourth order
inthefield,

A D
D* C (4)
E* F

K, =

o o
* %

*

@ T m
o o

with six moments as components. The diagonal compo-
nents are formed by the real moments

A=@"%a0 B=D"pT Cc=m'ab'bd (5
These moments characterize the correlation of intensi-

tiesin polarization modes H and V. In the general case,
the nondiagonal components are complex-valued:

D=m@"%ab] F=@'b'v E=@"™pT  (6)
In particular, for asingle-mode biphoton field, averaging

is carried out over wave function (2), and moments (5)
and (6) assume the form

A=Zef =2, B=2ef=2d
C = |c)? = dj,
D = J2c’c,, F = .J2cic,, E = 2cic,. (8

It can be seen that moments (6) and (8) contain rel-
ative phases of three basis states. It should be noted that
the moments defined in relations (7) and (8) coincide
except for constants with the components of the density
matrix (2),

p = |LIJ[[|EP|1 pmk = CmC:1 (9)
which will be referred to as the polarization density
matrix (i.e,, the matrix written in the polarization
basis). The condition p? = p of the purity of the state
imposes additional constraints on the moments. For
example, we obtain the constraint

ABC = DFE*, (10)
which makes it possible, for example, to eliminate
moment E.

In a mixed state, averaging over the wave function
should be supplemented with averaging over the classi-
cal probability distribution function P;, where P; isthe
probability of finding the system in a pure state V.,

yPi=1

Since the wave function is defined to within a con-
stant phase factor, we have only two independent
phases characterizing state (2), viz., ¢, = ¢, — ¢, and

b3 =d5—9;.
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Fig. 1. Schematic diagram of the setup for measuring an
arbitrary state p of the qutrit: BSisthe beam splitter, and D1
and D2 are photodetectors with a quarter-wave plate and a
rotating polarizer in front of each detector; photocurrent
pulses from the detectors are fed to the pair coincidence cir-
cuit CC, detecting moment R.

Thus, in order to define apure state of the three-level
system (2), we must define 25— 2 = 4 real parameters.
In order to define mixed states, & — 1 = 8 real-valued
parametersare required. Here, S= 3 isthe dimension of
the Hilbert space of a biphoton (qutrit).

3. QUTRIT TOMOGRAPHY

The idea of measuring the parameters of state (2)
can be formulated asfollows. Theinitial unknown state
is subjected to preset polarization transformations so
that the fina state, which is fed to the input of the
recording system, corresponds to the known combina-
tion of moments (5) and (6). Since we are speaking of
the measurement of fourth-order moments in a field,
the system of recording of biphotons (qutrits) must con-
sist of abeam splitter and apair of detectorswith inputs
connected to the photocount coincidence circuit (the
Brown—Twiss circuit [22]). We can consider two meth-
ods for carrying out polarization transformations.

Method 1. First, the initia biphoton beam is split
into two channels by a beam splitter (Fig. 1).1 These
channelswill bereferred to asthe signal (s) andidler (i)
channels. Further, in each spatial mode of the beam
splitter, transformations on the signal photon and the
idler photon forming the initial biphoton take place.
Transformations are carried out with the help of quar-
ter-wave phase plates and polarization prisms (polariz-
ers). We can write these polarization transformationsin
the Heisenberg representation.

L we will take into account only the events leading to the coinci-
dence of photocounts, i.e., the events when the signal and idler
photons fall into different input modes of the beam splitter. This
takes place in half the total number of trials.
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The action of the nonpolarizing beam splitter exe-
cuting the spatial separation of signal and idler photons
is described by the relation

O LA, L
3~ 500 " B

Then the compl ete transformation for each channel has
the form

(11)

1 |:| .
@o_ 10 sny

cosysmy]]D t r%[ﬁ]
Q)D

. (12
ol (12)

ﬁmcosysmy cos’y DD—V*

Here, a and b are the photon annihilation operators in
polarization modesH and V prior to transformation, yis
the angle of orientation of the polarizer relative to the
vertical axis, and r and t are the amplitude coefficients
of reflection and transmission of A/4 phase plates,
respectively,

t = cosd+isindcos2y, r = isndsin2y. (13)
Here we have introduced the parameter 4 = 1(n, — N )H/A
of the plates (h is the plate thickness) and x isthe angle
of their rotation relative to the vertical axis. This gives

t = (1+icos2x)/./2, (14)

r = isin2x/.J/2. (15)
Thus, we have four parameters (two for each channel)
defining the polarization transformations. These are the
anglesx and y of rotation of the plates and the polarizer.

In experiments with a biphoton field, we measure
the number of photocount coincidences for the detec-
tors mounted in the signal and idler channels or the
fourth-order moment of the form

Ry 0 0bY) () 0ibi0= R(Xe Vo Xin Vi), (16)

where by (b)) is the photon annihilation operator in a

mode tuned through angle y; (). In the genera case,
this moment is a combination of six moments forming
matrix K,.

The task of polarization tomography is to find six
moments, (5) and (6), from relations of the form (16)
upon a change in parameters Xs, Vs, Xi» and y; of the
phase plates and polarizers.

Several remarks can be made concerning the exper-
imental procedure of measurement of a state.

1. We assume that the source generating biphotons
preparesthem in state (2), which is stationary. Each act
of measurement is accompanied by the destruction of
such a state. However, the experimenter has a suffi-
ciently large set of copies of theinitia state, so that the
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Table
Field moment

v Xs ¥s Xi v being measured
1 0° -90° 0° -90° A4

2 0° -90° 0° 0° Cl4

3 0° 0° 0° 0° B/4

4 45° 0° 0° 0° (B+C+2ImF)/8
5 45° —45° 0° 0° (B+C—2ReF)/8
6 45° —45° 0° -90° (A+C-2ReD)/8
7 45° 0° 0° -90° (A+C+2ImD)/8
8 —45° —22.5° 45° 22.5° (A+B—-2ImE)/16
9 45° —45° 45° 45° (A+B—2ReE)/16

destruction of some of these states does not affect the
remaining ones. Such an “ensemble”’ approach leadsto
the conclusion that in each next measurement we are
dealing with the same unperturbed state and, hence, the
measurement results provide information on the initial
state.

2. The number of measurements required for com-
plete reconstruction of arbitrarily defined state (2) is
determined by the number of independent real numbers
defining this state. However, in experiment, we are
dealing with nonnormalized states and, hence, the num-
ber of measurements increases. Normalization is set for
measuring moments A, B, and C defined by formulas (5)
and (7). Using relations (3) and (7), we obtain

A+2C+B = 2. a7
The remaining three moments, D, E, and F, carry infor-
mation about phases ¢, = ¢, — ¢1, ¢z = ¢35 — ¢4, and
04, = P4 — 05, However, since these moments are com-
plex-valued, their real and imaginary parts (which are
associated with cosine and sine of the phases, respec-
tively) must be measured separately. Thus, the number
of measurements required for complete reconstruction
of state (2) isequal to seven for apure state and ninefor
amixed state.

3. In order to reduce the effect of errors on the param-
eters of the state being measured, we must minimize the
number of moments appearing in relation (16).

Let us consider several examples.

|. Let us suppose that X = 0, y; = —90°, X; = 0, and
y; = 0. Inthis case, we have

Then it follows from reations (12) and (16) that
R,; O Cl4.
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I1. Let us suppose that X, = —45°, y, = —22.5°, X; =
45°, and y, = 22.5°. In this case, we have

Wefind that R ; O (A + B —2ImE)/16.

The complete set of measurements required for
determining the unknown state (2) can be represented
in the form of a table. The experimental setup corre-
sponding to this set contains a quarter-wave plate and a
rotating polarizer each in the signal and idler channels.
It should be noted that the number of polarization trans-
formers appearing in each channel of the circuit (see
Fig. 1) is equal to two and not to three, as proposed
in [18], where an additional half-wave plate was used.
This is possible since the action of a half-wave plate
with parameter x,, and apolarizer with the fixed orien-
tation y =90° is equivalent to the action of a single
rotatable polarizer with parameter y = —2x».

Thus, the first seven rows of the table contain orien-
tations of the plates and polarizers, which makesit pos-
sible to measure three real (A, B, C) and two complex
(D, F) moments. These measurements are sufficient for
complete reconstruction of a pure state. If the state is
mixed, two more measurements must be made and the
complex moment E must be determined. The verifica-
tion of condition (10) can answer the question concern-
ing the purity of the state.

M ethod 2. The polarization transformations are car-
ried out on biphotons (qutrits) asintegral objects. Then
these objects are directed to the modified Brown—Twiss
circuit, where their spatial separation and detection
takes place (Fig. 2). The primary beam splitter (PBS) is
of the polarization type: it completely reflectslight with
the vertical (V) polarization and transmitslight with the
horizontal (H) polarization. The nonpolarizing beam
splitters BS1 and BS2 mounted behind the PBSspatially
separate light of the same polarization, while detectors
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Fig. 2. Schematic diagram of asetup for partial tomography
of qutrit state W. The polarization transformations on bi pho-
tons as integral objects are carried out with the help of A/2
and A/3 phase plates. Beam splitters PBS, BSL, and B2 are
intended for the spatial separation of signal and idler pho-
tons with parallel or orthogonal polarizations. The coinci-
dence circuit CC registers the number of coincidences
between al possible pairs of detectors: D1-D2, D1-D3,
D1-D4, D2-D3, D2-D4, and D3-D4. The dashed contour
encircles a phase plate and a polarizer oriented at an angle
of 8 = 45°, which are used in an additional protocol.

are placed in their output modes. As aresult, the coin-
cidence counting rate between photocounts of the pair
of detectors D1-D2 is proportional to the fourth-order
moment of the field,

Ro1 0, O b"°b°0= B,

while that between detectors D3-D4 is proportional to
the moment

Rps ps 0 7°0= A

Coincidences between photocounts of any pairs of
detectors (D1-D3, D1-D4, D2-D3, and D2-D4) give
the value of the moment for fields with orthogonal
polarizations:

@'ab'bO_
Rp1,2-p3 4 U — =C"

L et us consider the polarization transformations car-
ried out in the circuit depicted in Fig. 2 in the
Schrédinger representation. For this, we write the wave
function (2) in the form of a column whose elements
are normalized amplitudesc (i = 1, 2, 3). The transfor-
mations executed over these polarization states of the
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biphoton field by phase plates can be described by the
unitary 3 x 3 matrix [23]

E t? J2tr r? E
C=H-vaurs P -i® J2erl (9
O *2 _trrx x2 O
so that W' = GW or
998  g%g
Oc,0 = GOc, O (19
0 0 0 0
DC;D DC3|:|

Coefficientst and r were introduced by relations (13).

In the Schrodinger representation, the moments A',
B', and C' being measured contain averaging over the
wave function W' connected with the initial wave func-
tion W viatransformation (19). Our aim is to establish
ohe-to-one correspondence between the results of mea
surements of moments A', B', and C' and moments (5)
and (6) prior to the polarization transformations.

L et usconsider the action of varioustransformerson
biphotons.

1. The A/2 plate: & = 102, x = 22.5°. In this case,
we have

E 12 -1/./2 —1/2% (20)
Gfg—l/[z 0 1/[25-
O 12 1//2 -y20

The three moments being measured can be expressed
with the help of relations (19) and (20) in terms of the
parameters of input state W

A = 2[cif* = 21 + df + 20, dy008(9, — 02)] +

2 2 (21)
+ Tzdldzcos(q)l —,) + 72d2d3005(¢2 —b3),
B = 2Jci* = 5[d} + d} + 20,dyc05(0, ~ 9)] +
(22)

——}Edldzcos(m—%) ——}Edzdscos(m—qas),

R T 1
C' = 3lof® = gldi+d3-2ddscos(91-93)]. (23)

It should be noted that the last expression demonstrates
the polarization anticorrelation effect in explicit form.
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The number of coincidences of photocounts between
the detectors recording radiation in orthogonal polar-
ization modes decreasesto zero if the number of bipho-
tons in the vertical polarization mode is equal to the
number of biphotons in the horizontal polarization
mode (7) (i.e, if A = B) and the phase shift between
basis states [2, 0Cand |0, 2[0vanishes (¢, = ¢5).

2. The A/2 plate: & = 102, X = 30°. In this case, we
have

A = 2c)® = %{ d? + 6d2 + 9d>
(24)
—2,/6d,d,cos(¢, — ¢,) + 6d,d;c08(d, — d)
- 6«/éd2d3C03(¢2 -03)},

B = 2] = £{9d + 6+ o

+6./60,0,005(9; — §,) + 60, dg008(03 — 05) (2D

+2,/6d,d;c08(h, — 3)} .

3. The A/3 plate: 6 = 13, X = 45°. In this case, we
have

A = 2lc" = 2{9d + 6 + o

—6./60,d,5in(0; — 0,) — 6d,d;cos(d; — ) 2O
—2«/6d2d35in(¢2—¢3)}1
B = 2/c)’ = %{df+6d§+9d§
(27)

+ 2«/éd1d23in(¢1 —¢,) —6d;d;cos(d;—¢3)
+6./6d,d3sin(9,—¢3)} .

4. Finaly, in the absence of a transformer, when
G = (I istheidentity matrix), the moduli of the ampli-
tudes of basis states (2),
A=A=2d, B=B=2d 4C'=C = d5, (28)
can be established in three dimensions.

Thus, for the circuit considered here, the protocol of
polarization tomography of qutritsis as follows:

(i) transformer is absent; the real amplitudes of
states d,, d,, and d; are determined from relations (28);
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(i) transformer 6 = 102, X = 22.5°; from relation (23),
we find cos(¢, — §5);

(iii) transformer 6 =102, ¥ = 30°; from relations (24)
and (25), we find cos(¢; — ¢,) and cos(d, — ¢);

(iv) transformer d = 173, X = 45°; from relations (26)
and (27), wefind sin(¢p, — ¢,) and sin(¢p, — §5).

Comparing two of the above protocols, we note that
the second protocol is less preferable from the view-
point of the accuracy that can be attained. Thisisdueto
the fact that expressions (24)—27) for the cosines and
sines of the relative phases of the basis states contain a
large number of quantities being measured, which
increases the error in their determination. In addition,
the second method is applicable only to pure states (2);
inthis case, we can speak only of partial tomography of
gutrits. On the other hand, the circuit depicted in Fig. 2
is more convenient since it permits the simultaneous
measurement of three moments (A', B', and C') for a
given transformer and, hence, the entire protocol can be
realized in a shorter time. This factor should probably
be taken into account for using the results of tomogra
phy in amore complex protocol (e.g., in quantum cryp-
tography on the basis of qutrits [10]).

It should also be noted that the choice of the polar-
ization transformersin the second tomographic method
isnot limited to A/2 and A/3 plates. Any phase plate can
ensure the relation between the observed (A', B', C") and
input (A, B, C) moments. The only exception isthe cir-
cuit with only one half-wave plate (t = icos2y, r =
isin2x); inthis case, only cosines of the corresponding
phases can be determined.

The modified version of the circuit depicted in
Fig. 2 givestherelations

A B C f(é,x;e:45°) A‘ Bl Cl

obtained using a single arbitrary phase plate with
parameters d and x and a polarizer separating the linear
polarization at an angle of 45°, which are mounted in
front of the polarization beam splitter enclosed in the
dashed contour in Fig. 2). However, the calculation of
inverse transformers using such a circuit is quite cum-
bersome and is not included in this work; we just men-
tion that such amethod of qutrit tomography is possible
in principle.

4. EXPERIMENT

Below, we describe the procedure of qutrit tomogra-
phy, in which polarization transformations are carried
out over the signal and idler photons separately after
their spatial separation.

The schematic diagram of the experimental setup
for single-mode biphoton tomography is shown in
Fig. 3. Pumping is carried out by a cw argon laser with
wavelength A = 351 nm and power P = 120 mW. The
pumping beam is directed to a nonlinear lithium iodate
(LilOg) crystal | = 1 cm in length; in the bulk of this
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M 351 nm Ar
I::I LiOs
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351 nm
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702 nmy Py P D2
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S
M

Fig. 3. Experimental setup: Ar isan argon laser; M are mir-
rors; LilOzisanonlinear crystal; UVM isamirror reflecting

the ultraviolet pumping radiation and transmitting the
biphoton radiation; QP is the setting phase plate; D are dia-
phragms; FM isthe folding mirror; BSis the beam splitter;
QWP1 and QWP2 are quarter-wave plates; PF1 and PF2 are
polarization prisms; |F are interference filters; D1 and D2
are photodetectors;, and S is the spectrograph ISP-51
intended for controlling the biphoton field spectrum.

crystal, spontaneous parametric down-conversion takes
place. Thecrystal isoriented so that biphotons are emit-
ted in the frequency-degenerate collinear regime. The
polarizations of both photons are orthogonal to the
polarization of the pumping beam (type | phase-match-
ing, or e — oo interaction). In this regime, the optical
axis of the crystal forms an angle of 6 = 58° with the
wave vector of pumping radiation. After the passage of
pumping radiation through the crystal, it is extracted
from the system by mirror UVM reflecting radiation at
awavelength of 351 nm and transmitting light at a dou-
ble wavelength. A system of diaphragms D and an
interference filter IF with a central wavelength of
700 nm and afull width at half maximum (FWHM) of
10 nmisused to separate one spatial and one frequency
mode of the biphoton field. The spectral width of spon-
taneous parametric down-conversion for the given crys-
tal is AA = 20 nm. The width of the spatial correlation
function of spontaneous parametric down-conversion
was determined in our experiments by the divergence
of the pumping beam and was estimated as AB, = 3 x
10~ rad. This quantity determined the diameter of dia-
phragms D. As aresult of such a mode discrimination,
the effect of the finite spatial frequency biphoton radia-
tion spectrum on subsequent polarization transforma-
tions can be disregarded.

Various polarization states were prepared directly
using athin quartz plate QP (setting plate). Each value
of the optical axis orientation of plate QP corresponds
to a certain polarization state of biphotons fed to the
input of the measuring system. The plate thickness is
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h= 824 £ 0.5 um; the radiation loss due to reflection
from the plate faces amounts approximately to 8%, and
the error in the orientation of its optical axisis approx-
imately equal to 1°. The plate thickness was chosen so
that the transformation executed by the plate depended
on the wavelength insignificantly within thefilter trans-
mission band.

The measuring block isformed by an intensity inter-
ferometer with a 50% nonpolarization beam-splitting
mirror BS and two FEU-79 detectors D1 and D2 (pho-
tomultipliers operating in the photon counting mode;
the quantum efficiency isn ~ 10-). The beam-splitting
mirror is mounted at a small angle (about 12°) to the
beam so that the polarization state of light does not
change as a result of reflection and transmission. A
quarter-wave plate QWP and arotating polarization fil-
ter PF (Glan-Thompson prisms) isinstalled in each arm
of the interferometer. Zero-order quartz plates for a
wavelength of A = 702 nm with bleached faces are
used. The loss introduced by the polarization filters
amounts to 8-12%, and the error in the orientation of
the optical elements is approximately equal to 2.0°.
After amplification and amplitude discrimination, sig-
nals from detectors are supplied to the coincidence cir-
cuit CC with a resolution time of T = 5 ns. The fre-
guency-angular spectrum of the biphoton field is mon-
itored with the help of an ISP-51 spectrograph.

Since the SU2 transformation executed by the phase
plate QP is used for preparing the initial states, it is
impossible to obtain an arbitrary state of _a biphoton
(qutrit) in the experiment discussed here.? Neverthe-
less, the quitrit state behind the plate belongs to a sub-
class of states(2) with certain relations between param-
etersd, and ¢; and is described by the expression

£ B
0%g = 6905
0,0 D10
. 2 q (29)
0 ~0.9725sin’2a 0
_ 0

. . 0
0 /2sin2a(0.9724cos2a +i0.1636) [
O 0
70.0275 — 0.9724c0s 20 +i0.3273cos20a 0

where matrix G for a QP plate with parameters An =
n, —nN, = 0.0089 and & = 32.82 was cal cul ated using for-
mula (18). Here, a is the angle of orientation of the
plate relative to the vertical axis, which determines the
state (29) of the qutrit and which is measured from the
direction of polarization of the initia biphoton beam
(not transformed by the quartz plate QP). In measure-
ments 1-3 (see table), the diagonal components of
matrix K, are determined, while a combination of diag-

2 In order to obtain such a state, a transformation of the SU3 group
is required; this can be done via nonlinear transformations which
have an extremely low efficiency.
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Fig. 4. The results of measurement of three amplitudes, d, (&), d, (b) and ds (c), and two phases, ¢, (T), §, — 3 (2) (d). Different
initia states of qutrits correspond to different orientations a of setting plate QP. Solid and dashed curves correspond to calculated

dependences.

onal and nondiagonal components is determined in
measurements 4-9. It was shown in Section 3 that the
first seven measurements are sufficient for a pure state.
It should be noted that, proceeding to each next mea-
surement, the orientation of only one polarization trans-
former hasto be changed, which is convenient from the
experimental point of view.

The results of experiments in the form of depen-
dences of amplitudes d; and phases ¢; of the states pre-

pared by the quartz plate QP for various values of ori-
entation a are represented in Fig. 4. Figure 5 showsthe
experimental dependences of the components of coher-
ence matrix K, on a. The results of calculation of com-
ponents d, and ¢; (Fig. 4) and moments (Fig. 5) for dif-
ferent input states are shown for comparison. For a
fixed value of the orientation o, = 25° of the setting
plate, the polarization density matrix of the correspond-
ing state was reconstructed experimentally:

H 0271 0345+0074i -024-0114i 7
Pep = E 0.345 — 0.074i 0.508 —00.316 — 0.075i E- (30)
0—0.24 + 0.114i —0.316 + 0.075i 0.221 0

The set of eigenvaluesfor thismatrix isasfollows: A, =
0.99, A\, = -0.021, and A; = 0.03. The trace of the

squared matrix (30) was found to be Tr(p2,,) = 0.981,

It can be seen from the curves shown in Figs. 4 and
5 that the maximal relative errors appear in the recon-
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structed values of phases of states in the nondiagonal
elements of the density matrix also. Thisis due to the
fact that the phases are cal culated using simultaneously
the results of several measurements. The errors are
superimposed and make a considerabl e contribution to
the result.
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Fig. 5. The results of measurement of components of matrix K4. Real (0) and imaginary (a) parts of moments D (a) and F (b).
Different initial states of qutrits correspond to different orientations a of the setting plate QP. The solid and dashed curves corre-

spond to calculated dependences.

Severa remarks concerning the properties of the
reconstructed density matrix pe, are appropriate here.

This matrix is Hermitian and normalized; i.e., p;p =

Pexp aNd Tr(pixp) = 1. It follows from the general prop-
erties of the density matrix that it must have positive

eigenvalues and satisfy the condition 0 < Tr(pi(p) <1.
For the pure states studied here, there exists only one non-

degenerate eigenvalue equal to unity and Tr(pﬁxp) =1

Dueto the effect of various experimental errors, recon-
structed density matrix pe, Obviously does not meet the
above requirements. In order to put into correspon-
dence a “redigtic” physical state satisfying the above
properties to the experimentally measured matrix, we
must carry out the procedure of the maximum likeli-
hood estimation [18, 24]; this procedure and the results
of its application are given in the Appendix.

Let us briefly consider the main sources of errorsin
our experiments.

First, there is a low quality of the phase plates
(QWP) used for transforming the polarization state; the
plate thickness does not satisfy the condition d = 104. In
addition, since experiments were performed with a
biphoton field possessing a finite spectral width
(10 nm), zero-order plates ensuring the independence
of the transformation of the wavel ength should be used.
However, the setting plate QP was a higher-order plate
and different spectral components of the biphoton field
were transformed in different manners.

Second, we must mention the error in alignment of
all polarization transformers. In our experiments, this
error was about 2°, which gaverise to random errorsin
various realizations.
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The above sources of errors are of technical rather
than of fundamental nature. We believe that in the near
future these errors will be eliminated from the measur-
ing procedure discussed here.

5. CONCLUSIONS

We have considered two al gorithms of measurement
of the polarization state of a biphoton field prepared in
the form of athree-level system (qutrit). On the basis of
the general approach developed by Klyshko [21] for
describing the polarization properties of single-mode
electromagnetic fields in the fourth order in the field,
we proposed and realized a procedure for measuring
the polarization density matrix. Astheinitial states, we
used a set of statesthat can be obtained with the help of
spontaneous parametric down-conversion in a nonlin-
ear crystal with a type | phase-matching in the fre-
guency-degenerate collinear regime. We hope that the
measurement procedure considered here will be useful
in the realization of the quantum cryptography protocol
based on qutrits[10] aswell asin spectroscopic studies
of the phase transition in ferroelectric crystals. Experi-
mental data show that the anomalies observed in some
crystals during the formation of the domain structurein
the processes of éastic [25] and inelastic [26] small-
angle scattering of light cannot be explained in the
framework of the existing models. It would be inter-
esting to apply the approach developed by us here in
solving the inverse scattering problem for a phase tran-
sition.
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APPENDIX

Procedure of Maximum Likelihood Estimation
of Experimental Results

One of theresults obtained in this study isthe recon-
struction of the density matrix of a given state from the
experimental results. However, the reconstructed den-
sity matrix of the system does not correspond to a rea
pure biphoton state in view of various kinds of experi-
mental errors. The procedure of maximum likelihood
estimation (MLE) that will be described below makesit
possibleto indicate the pure biphoton state correspond-
ing to the experimental result with the highest probabil-
ity. We will apply the MLE method [18] realized for a
system of two polarization-spatial qubits (the dimen-
sion of space S = 4). The agorithm considered below
was redlized for three-level systems, or qutrits (the
dimension of space S= 3).

The MLE algorithm consists of the following three
main parts.

1. Obtaining the expression for the density matrix of
the three-level system in the general form. This matrix
is a function of nine real variables (we denote this
matrix aspgn(dy, ---, o) and satisfiesthe following three
properties: it is nonnegative definite, normalized, and
Hermitian.

2. Introducing the likelihood function that showsthe
extent to which the obtained experimental data are
close to the real “physical” state described by the den-
sity matrix Ppy(Qs, .-, do). The likelihood function
J(0s ..., Oo; Ry, ..., Ry) depends on nine arguments
{qu, ..., g} Of the ideal density matrix and on nine
experimental values{R,}, where R, is the coincidence
count rate of photocounts (16) andv =1, 2, ..., 9isthe
number of the corresponding measurement in the table.

3. Using the standard numerical optimization meth-
odsfor the available experimental data{R,, ..., Ry}, we

obtain the set of variables { g™, ..., qo"'} for which

function J(qy, ..., go; Ry, ..., Rg) assumes the minimal
value. In this case, the best estimate for the experimen-

tal density matrix hasthe same form astheideal density

matrix of the optimized set of variables; i.e.,, py,(ay”,

., 9. Let us consider the MLE procedure in greater
detail.

“Physical” Density Matrix
The property of nonnegative definiteness for an
arbitrary matrix can be represented in the form

W|U|WDO= 0. (A1)

The matrix written in the form U = Q'Q is nonnegative
definite and Hermitian. Indeed, substituting this matrix
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into inequality (A.1), we obtain
DP|QTQ|WD: W'|¥Y'C=0, (A.2)

where |W' 0= Q|¥ 1 The Hermiticity of the matrix is
also obvious:

Q'Q' =Q'Q) = Q'q
The matrix can be normalized as follows:

u=QQUTrQ'Q).

A system with three degrees of freedom has a density
matrix of dimension 3 x 3 with eight independent real-
valued variables. For the convenience of subsequent
computations, matrix Q is defined in the triangular
form

(A.3)

0 O
g % 0 OD
Q(ay, ..., 0g) = Eqﬁiqs az 0%
Odg+ide g+ 107 430

(A.4)

Then, in accordance with Eqg. (A.3), the physical den-
sity matrix can be written in the form

,ds) = Q'Q/ITr(Q'Q).

It is also necessary for subsequent computations to
express the elements of matrix Q in terms of the ele-
ments of matrix p,,, i.e., to obtain a relation inverse
to (A.5):

Ppn(Cls - (A5)

OJ O
D/\/p MMy PaPis o o U
% - PxsMyy P33 é
0=0 My, Mu o 0O (a6
E NM11P33 P33 E
0 P31 Pa O
0 -2 Jpx0
0 N NS 0

Here, M;; isthe first-order minor of matrix py,, i.e., the
determinant of the matrix obtained as a result of cross-
ing out the ith row and the jth column of matrix py,.

Likelihood Function

In a system with physical density matrix (A.5), the
expected value of the number of coincidences being
recorded is equal to

RY" = NOI(bY) (b)) "bibi]
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where N isthe normalization factor. We assume that the
spread in the number of coincidences has a Gaussian
statistics. Then the probability that the given set of val-

uesRy, ..., Rywill be obtained is given by
9 =ph,2
R, - Ry
P(R, ..., Ry) = —~ [e® BRI ay
NnormV:l 20,

where g, ~ /RS isthe standard deviation and N,g,p, i
the normalization constant. From the viewpoint of
mathematical procedure, the problem of determining
the maximum of functional (A.7) isequivalent to deter-
mining the minimum of the exponent. This function is
called the likelihood function of the MLE method. This
function can be written explicitly in the form

9 ,=ph 2
(RV _Rv)
(G -1 Go; Ry, oy Rg) = ZW (A.8)
v=1 vV
Numerical Optimization
In order to find the set of parameters{ g5", ..., qo" }

for which the probabilistic function (A.8) with the pre-

KRIVITSKII et al.

set experimental values {Ry, ..., Ry} assumes its mini-
mal value, we used the standard procedure with the
Mathcad 2000-MINIMIZE package. It was found that

the state with density matrix py{dy”, ..., g}

describes the experimental results with the highest

probability. The required initial estimate of parameters

{q, ..., Qo} was obtained using relation (A.6) with a

density matrix reconstructed from experiment. It
opt

should be noted that, generally, matrix p,{qQ; , ...,
o™} does not necessarily correspond to aclass of pure
states; it must only satisfy the physical requirements
imposed on the density matrix. In order to find out
which pure state corresponds to the experimentaly

reconstructed matrix with the highest probahility, we
must require that p,,{qy, ..., do} Satisfies the condition

Tr(pf,h (4 ..., Qg)) = 1. This reduces the number of

independent variables to four and simplifies the numer-
ical procedure significantly.

The MLE procedure considered above was carried
out on the experimentally reconstructed density matrix
Pexp iN the form of (30). As aresult, the optimized den-
sity matrix

H 033  0329-0207i -0263-001i
Pox = 10329+0207i 0459  —0257-0176i L
[0-0263+00Li —0257+0176i 0211 [

was obtained; the trace of this matrix is Tr(pgy) =
0.9994 and its eigenvalues are A\; = 0.99969, A,
00031, and A, = 0.
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Erratum:

ERRATA

“Violation of the Factorization Theorem

in Large-Angle Radiative Bhabha Scattering”
[Zh. Eksp. Teor. Fiz. 115, 392 (1999);
JETP 88, 213 (1999)]

A.B. Arbuzov, E. A. Kuraev, and B. G. Shaikhatdenov

Factor —1/2 was lost in the contribution of box dia-
grams. Quantity Ag in Eq. (22) should read

1 uu, uu,
Dg = E[(m ¢P)|n§3—l+(¢Q+¢R)|na]

Operations P, Q, and R were applied to vertex contri-
butions incorrectly. Quantity Ag + Arq, Which appears
in Eq. (23), should be defined as

1 s’ s
Do+ A = E[(¢+¢P)IntTl+(CDQ+¢R)InS—J.

To analyze the corrected result of our calculations, we
rewrite the soft photon contribution from Eq. (29) inthe
form

0
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Expression (31) should be therefore rewritten as

d 6soft+vi rt

= do,= [ Hn(As)

€,€1€;

+A D"‘A()’l Y2, Cq, Cz)}

A =3

Thisformulaisin agreement with the predictions of the
renormalization group approach presented in Eq. (35).
Thus, the factorization of the leading logarithmic con-
tributions in radiative Bhabha scattering does hold. It is
worth mentioning that the contribution of vacuum
polarization to radiative Bhabha scattering, which was
omitted in Egs. (31), can be taken from paper [8].

The above changes in the formulas lead to a change
in Table 1: A, = 3 remains constant, and the values of
A(yq, Yoy €y, Cy) are —8.89, 2.00, —1.47, and 7.80 for
points 1, 2, 3, and 4, respectively.
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