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The existence of solitary excitations is shown through a quantum-mechanical model consisting of
electronic two-level centers coupled to the lattice vibrations of the surrounding crystal. Simultane-
ously localized phonon modes appear in the region around these stable excitations. Within a time-
dependent projection-operator formalism coupled equations of motion for the solitary waves and the

phonons are derived.

I. INTRODUCTION

The transport properties of nonequilibrium acoustic
phonons in insulating crystals have been investigated ex-
tensively in the last few years. New experimental tech-
niques were developed which allow the time-resolved
detection of nonequilibrium phonon pulses.!?> Vibronic
sideband spectroscopy® as well as monochromatic phonon
creation and detection* have been used successfully to
study the spectral and spatial dynamics of the phonons in
insulating crystals.

The most important interaction processes for nonequi-
librium acoustic phonons are the elastic impurity scatter-
ing processes® leading to diffusive phonon propagation.
In addition phonon decay processes which are caused by
lattice anharmonicities® give rise to a rapid decay of
high-frequency phonons into low-frequency modes. Both
interaction processes together are combined by Bron,
Levinson, and O’Connor into the model of quasidiffusive
phonon transport.!

The electron-phonon coupling, however, was not taken
into account in this model. On the other hand the impor-
tance of the electron-phonon interaction for the phonon
dynamics is demonstrated in an experiment of Engelhardt,
Happek, and Renk.* By x-ray irradiation in a ruby crys-
tal they convert Cr’t to Cr’* ions* which leads to a
strong decrease of the phonon lifetime. Therefore this ex-
periment is a direct indication of the influence of the
electron-phonon interaction on the transport properties of
nonequilibrium phonons. In their model of the “spectral
spatial” diffusion’ they assumed that Raman scattering
processes are the relevant interaction processes which
change the frequency distribution of a nonequilibrium
phonon pulse.

Alternatively the authors®® introduced a model which
only takes into account the interaction of phonons with
electronic scattering centers, represented by a distribution
of two-level centers.

Using a unitary transformation it was shown, that
“anharmonic” three phonon decay processes can be in-
duced by the electron-phonon coupling. Since in this
model the anharmonic processes are coupled with elec-
tronic transitions this special interaction gives rise to a
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“Quasiresonant” phonon transport behavior and therefore
differs qualitatively from the models of “quasidiffusion”
and “spectral spatial” diffusion.’

In the calculations,®® however, it was assumed that the
phonons are not exactly in resonance with the electronic
transitions. In this contribution we mainly will concen-
trate on these resonant phonons and we will show that
they induce some important effects. In particular in the
following three topics will be discussed.

() The interaction of acoustic phonons with the elec-
tronic two level centers can lead to a coupled coherent
pulse propagation which is similar to the phenomenon of
self-induced transparency in nonlinear optics. This will
be shown in Secs. II and III. First the electron-phonon
Hamiltonian is rewritten by applying a unitary transfor-
mation which allows to separate the resonant and non-
resonant part of the interaction leading to coherent and
noncoherent motions. The Heisenberg equations for the
coherent system can be integrated and it turns out that the
electron phonon systems bear solitary wave solutions.

(i1) In Sec. IV the influence of the solitary excitation on
the residual phonon modes is calculated and it is shown
that the renormalization of the phonon spectrum leads to
localized phonon modes.

(iii) Finally, in Sec. V from the microscopic model, cou-
pled equations of motion for the phonon-soliton system
are derived.

These equations represent a generalization of the pho-
non Boltzmann equation derived recently.?

II. MODEL HAMILTONIAN

The Hamiltonian of the coupled system of electronic
two-level centers and optical phonon modes has the fol-
lowing form (A=1):

H=AS0%+ S wiblby
m k

+Kk3 > [a,',tbkexp(ikm)—f—a,',,'b,:exp( —ikm)]. (2.1)
m k
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The two-level centers at the lattice sites m are described
by the quasispin operators o7, and a:f,, which obey the
usual commutation relations of an SU(2) algebra
[U;l-’o'r;’] =20'fnam,m’ l}
(2.2)

+ —
[(T;,,O'fn']= +ari;|6m,m’ .

The Bose operators by (b,:r ) destroy (create) phonons with
wave vectors k and frequency w; where

[bk,b;’]=8k,k' . (2.3)

For simplicity the branch index is neglected. A is the en-
ergy splitting of the electronic levels and « the electron
phonon coupling constant.

In the following we will divide the phonon spectrum
into two parts, namely into phonons which are energeti-
cally in resonance with the electronic two-level systems
and into phonons which are off resonance. In order to de-
fine the region of resonance we assume the energy split-
ting A to have a small distribution within a range 27:

Ap—n=A=Ay+7,
where
2n << Ay .

Thus resonant phonons are phonons whose energies wy lie
in the energy region of A. We now can define a special
kind of course-graining operator C™
kl
C™by= 3 be™=B;(m), (2.4)
I=kq

where C™ selects from the whole phonon spectrum just
the small part of resonant phonons with wave vectors

ko<k <k, .

According to (2.4) this group of phonons is represented by
a single collective mode B; (m), which still contains m as
a parameter.

In order to make the separation of the resonant and
nonresonant phonon modes more explicit we 1perform a
unitary transformation to the variables 0:7',, B; which is
defined as

0} =6 fcosa+B [ (m)sina ,

B/ (m)= —&}sina+B }(m)cosa ,
~ (2.5)
Om=0 ncosa+B (m)sina ,

By (m)= ——(fgsincH-EL(m)cosa .

Choosing

azé arctan 26 R (2.5a)

Q

the interaction terms between the B; and o,, can be elim-
inated. €, is the mean frequency of the resonance pho-
nons, {}; =A=A,. The transformed Hamiltonian reaches
the form

H=T (A% +0, B/ B, )+6+ 3 wibiby
m k
+33 K {cosa[o}byexplikm)+oblexp(—ikm)]
m k
+sina[ Bi byexp(ikm)

+BLb,Iexp(—ikm)]} , (2.6)

where
K:Acosza, 8= %QLcosza ,
Q= — 1A+ (3+A4Q; )cos’a+«ksin(2a) .

The symbol ~ has been dropped in the operator expres-
sions B, 0. The resonance phonons and the electronic
two-level systems are now decoupled except for an in-
direct interaction between these subsystems via the non-
resonant phonons [last term in (2.6)].

For the discussion of the dynamic behavior of the total
system it is convenient to perform a second unitary
transformation of the form

/

H=e¢SHeS, (2.7)

where in close analogy to the model of quasiresonant pho-
non transport S is chosen in such a form that it eliminates
the first-order terms in the interaction part of Eq. (2.6),
e.g., we claim

[H,,S]+H; =0 . 2.8)
This relation is satisfied for®®
0
S=—i lim f dtexp(—e|t | +iHgt)
e—0t e
XHI(I :O)CXP(—iHot) (2.9)
where H, and H; are given by
Ho=AY (0% + QBB )+8+ 3 wibiby ,
k
" (2.10)
H;=3 3 «{ cosalobrexplikm)+H.c.]
m k
+sina[ B} brexp(ikm)+H.c.]} .
As a result we get
S=3 3« O8¢5 brexplikm)—H.c.]
Kk m |or—A
+ —EIWT[BIijkexp(ikm)—H.c.] .
(27 —A
(2.11)

Since w;#£A,Q; and assuming the electron-phonon cou-
pling to be weak we may expand (2.7) in a power series
and obtain up to third order in « using Eq. (2.11):

H=Hy+5[H;,S1+ 5[[H;,51,5]+ - - -
EI{l +H2+H3 ’

where
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- - 2
Hi=3(Ac%, +Q BB )+8+ 333 —%——exp[ik(m —m1)](o,ﬁcosa+B1‘+sina)(o;,]cosa +Bsina) ,

m kmmlwk_L

H,=+ % DI —-K—:-(B,,,,mlo’f,,cosza——sinza){b,:rlbkexp[i(km —kym)]+H.c.}+ 3 wrbiby
k

(2.12)

3
Hy=+ % >33 ——-—-'(———)7{o,:,’bkexp(ikm)(cos3a)8,,,,,,.15»,,;"2

ky m m; m, (wkl_A

+3(sin’a — 07, c0s’ady, m, )0, cosa+ By sina)byexplik (my —m ) +ikm]}

+ 3(sin?

3

{a,ﬁbklexp(ik1m)(cos3oz)8,,,1,,,]8,,,,,,,2

a—ok, cosZaS,,,ym1 )(U,f,'zcosa + B/ sina)bgexplik,m +ik (my—m)]}

+-}2§22(cos3a) ( — ——0mbi by by explim (ki +ky—k)]

ky k, g, —A)wg,—A)

K.3

+ = =
(wk~A)(wk2—A)

In (2.12) we divided H into three parts, H,, H,, H,
which will be investigated in the following sections from
different viewpoints. In the next section we show that
when using H,; to derive equations of motion for the
o,,,B; we obtain solitonlike excitations. The influence of
the soliton solutions on the phonon part H, is studied in
Sec. IV. Finally, in Sec. V the coupled electron-phonon
dynamics is treated by means of a time-dependent projec-
tion operator technique.

III. COHERENT PHONON MOTION:
SOLITARY EXCITATIONS

In this section we derive coupled equations of motion
for the electronic two-level systems and the resonant pho-
non mode B; starting from

H,=8+ 3 [A+L(m)]os,+L+ 3 (Q,+L)B/B;,

+ > 3 [T(m —my)oj0, +H.c.]

mml

+ 3 [A(m)ofB, +H.c.], 3.1
m

where

2
Tm—mp)=7, K — cos’aexp[ik (m —m,)],
k Ok —

A(m)= Y T(m —m)tana ,

my

e
L= E —cos’a .
k a)k—A

The Heisenberg equations of motion read

o7 bt by brexplim (k +k,—ky)] | +H.c.

3
| —O = H 3.2
i~ 0=[0.H], (3.2)

where O are the phonon and electron operators (#i=1).

In the explicit derivation of the equations of motion we
assume m to be a continuous variable and therefore we
may expand all nonlocal operator products in analogy to a
procedure used earlier by Haken and Schenzle:!°

< ()Y YT (k') a”
T(m—m)o,) = e
’"21 1 1 Eo v k™ i—k amva
(3.3)
where
T(m ~m1)=%2T(k')exp[—ik’(m —mpl. (G4
<

N is the number of atoms in the chain. Keeping only
terms up to first order in (3.3) we obtain the following set
of coupled equations

+

—iB} =0, B +ivy, aan +A(mo] (3.52)
. _ 3B,
B =~ B, — vyt — A(m)or (3.5b)
om
—i%(BL‘rBL)zA (m)oB, —H.c.), (3.50)
—a'f,,=—2ukaim<a;a;)+iA(m)(a,;BL+—H.c.) , (3.5d)
Lot~ .| 3ot AT ()
—-lO'm:AO';:—Fl am O’fn—ak—

—Eo} —20%BfA(m) , (3.5¢)
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C,=0.
- o~ _ do a7 (k) — 2
= —i |l —4+F 2072 B; A , . .. .
iOm =00y =i am T ok +Eop +200,B A (m) Finally, combining (3.9), (3.10), and (3.8) we derive a non-

(3.50)
where we used the abbreviations

E=2T(0)+A+L,

and
aT(k)
vk=—a_l_(—_vel ’
aQ;
=31

Ve and vy, are the electron and phonon velocities, respec-
tively.

Since we are interested in pulselike solutions we assume
that the spatial and time variables appear in the phonon
and electron variables only in the form

vr=m —vut .

v is the velocity common for the phfnon and electron
pulse. This leads us to an ansatz for B, a,%, of the form

oi(t)=exp(+iAt)o*(m —vt) , 3.6
Bif(m,t)=exp(+iQt)BE(m —uv1) . '

With Eq. (3.6) one obtains from Egs. (3.5) equations of
motion for the slowly varying “envelope functions,”
o(m —uvt), B(m —uvt). Neglecting in (3.5) the spatial
derivatives and multiplying (3.5¢) by o, and (3.5f) by o}
and adding both equations together we end up with

ai(o+a—)=2iA (67— 3)Bffo~—H.c.) . (3.7
-
In (3.7) G 7 is defined as
Gi=0"++ .
Starting from (3.5d) and integrating over 7 we get
oto~=—(6*+5"+C,, (3.8)

where the operators o,,, B, are treated as C numbers.'°
C, is a constant of integration. From (3.5a) and (3.5b) we
obtain with (3.6)

3B
A2 aTL = —ido—, (3.92)
3B
A2 aL —ido™t (3.9b)
T
and
AM=—- 1.
Uph

We insert (3.9) into (3.8). Without loss of generality the

integration constant C; is chosen to be zero.
G*=A"B;'B; +C,, (3.10)

where C, is a second constant of integration. Again we
put

linear equation of motion for B; in the form

3B
a7

0B,
ar

}\’2

=—AXB[B;Y+B[ B, .
A%(m) L bL L BL

(3.11)

This equation for the phonon part of the pulse is formally
equivalent to the photon pulse equation in the case of
self-induced transparency obtained by Haken and Schen-
zle.'® Following these authors with the ansatz

BE =BLeii¢ N

one obtains for the field amplitude the solution

as;
B} = , 3.12
L™ g cosh[2y(t—1)]+a; ( )
with
p 2
7? = —H@Q-E-A)2,

— 2
03*27/ 5 aZ=2‘14 )

a;=(ai+4y")'"2, a,=[A*+ TRT(k(Q—E —4)] .

This result describes the coherent motion of a solitary ex-
citation built up by an electron and a phonon pulse which
interact resonantly.

From this we conclude that a coherent phonon field can
lead to solitary pulse propagation when interacting
resonantly with an electronic medium. This phenomenon
may be observed in phonon scattering or time-of-flight ex-
periments in the form of very slowly decaying phonon
modes.* For an application we may think of insulating
crystals such as Al,O; (Cr**), where defect ions interact
resonantly with phonons.?°

IV. LOCALIZED PHONON MODES

As we discussed in the previous sections, when separat-
ing the phonon system into “nonresonant” and “resonant”
modes, the interaction of the resonant phonons with the
electronic two-level centers led to a solitary wave propaga-
tion. In this section we will see in which way the non-
resonant phonons are influenced by the solitary wave solu-
tion. Similar to the case of one-dimensional chains, where
it can be shown that around the soliton or polaron solu-
tions localized phonon modes are created, we will demon-
strate in the following that in our model the existence of
the solitary solution (4.2) also will lead to a localization of
the nonresonant phonons (4.1) as soon as the soliton is
built up.

We start from the (nonresonant) phonon part of the
Hamiltonian (2.12):
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H,= Zwkblrbk

+22222

Umbkbk1
m m, kl A

X exp(ikm —ikym )+ H.c.

(4.1)

For simplicity in (4.1) we have put a=0, because the first
unitary transformation (2.5) only acts on the resonant
phonons and the electronic system.

We can introduce the soliton solution via ¢%,. Since for
finite soliton velocities a; >>a,, we can neglect a, in
(3.12) and we get together with (3.10):

Fir)=0§sech[2y(r—10)] . 4.2)
The identities
Eexp[im(k —ki)1=8kx, »

zexp[zk(m —my)]=

Smml >

lead from (4.1) using (4.2) to a new Hamiltonian
Hy=H$+HY, (4.3)

where the diagonal H$ and the nondiagonal H3® part read
2

Hi=S wibibi+ 3 bibs EK ) (4.32)
k k —w
2
T —z T
d_ I Tk —k
22 bk kl A 47,0'058011 4‘}/ (k 1)
+ H.c. ] . (4.3b)

For simplicity in (4.3) we have neglected the dispersion of
the nonresonant phonon modes

Wy —@ .

Physically this means, that our calculations do not take
account of the whole phonon spectrum; we only calculate
the effect of phonon localization for one single mode.
This, however, changes neither the general validity of the
argumentation nor the basic effects of the localization
behavior.

With this simplification H5 and HS commute

[H$,H3]=0

The eigenvalues of H Sh are known and we are left with
the problem of solving the eigenvalue equation

Tk —ky)

H.c.
4y +H.e

2
t K T 2
S>3 |bibe,=—
AT
=S ebib, . (44
uw

This can be done by applying a linear canonical transfor-
mation:
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bu = Efykbk > (4.5)
k

where the unitary matrix f,; transforms the operators by
to new operators b, for which H, is diagonal. Inserting
the transformation into (4.4) one obtains an equation for
the unknown coefficients f,;

K T o, T
— —agsech | —(k —k{) | | fux, =€ .
% A-o 4 O |4y V| |k =Sk
(4.6)
As an ansatz for f,, , we choose
p—1 Kk
Suk= k , @.7)
. T T
h|{—k h |—k
sin 4y cos 2y }

where p is an integer.
For even (odd) values of u the function f,; has even
(odd) parity:

Su,—ke=(=1Ff . (4.8)

Converting the sum into an integral, the diagonalization
of (4.6) is reduced to the problem of calculating the eigen-
values E,, and eigenfunctions f,(k) of the integral equa-
tion!?

euf (k)

where the integral kernel K (k,k’) is defined as

= [ dk\K (k,k)fu(ky) 4.9)

2
K(k,k{)=sech K

(4.10)

T
4y (k —ky)

52_.7.7'_

0 4y A—o
By inspection we find that the ansatz solves the integral
equation for both even and odd parities of f,,. The
eigenvalues are given by

2
k° w1
=—= —, p=12,..., 4.11
El‘ A 00 4,}/ P 122 =] ( )
and the corresponding eigenfunctions are
T o x|
i Jer—1 — | kH
Foim 1 4y N 4y
pk— (Nl )1/2 ‘ -
sinh (—k cosh k
4y 4y
(4.12)

N, is a normalization factor.
With this result the phonon Hamiltonian HP" of Eq.
(4.3) can be written in the diagonalized form

Hy=3 w,bb, (4.13)
I

where the frequencies of the phonon modes b, are defined
as

KT =21
A—w 4 O.U )

=0 — (4.14)
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From (4.12) one sees that in the presence of a solitary ex-
citation of the form (4.2) the energy spectrum of the non-
resonant phonons is changed. The energy of phonons,
which are lower in energy than the resonant phonons, is
decreased, whereas the energy of phonons, which are
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When one considers the eigenfunctions of these shifted
phonon modes in real space one sees that they become lo-
calized. For the first four modes (u=1,...,4), which
can be written in the form

ikx
higher in energy than the resonant phonons, is increased. fulx)= 3 ™, uk > (4.15)
In this way an energy gap around the resonance energy is k
built up, which leads to an enhanced stability of the soli- where x =na (a is the lattice constant, n =1,2,...,L),
ton. one obtains
J
f1x) L tanh | X | |14 1 , (4.152)
(27N )2 a 4ya cosh(yx/a)
2 1 ? 2 1
(x) == z - (4.15b)
Jalx (27N, )2 4ya cosh*(x /a) 4ya cosh®(yx/a)  cosh(yx/a)
4 * tanh(yx /a) 6
(x) ¥ T_ | BYXA gy -T |1— (4.15¢)
fs (27N )% | | 4va | cosh’(yx/a) 4ya cosh’(yx /a)
3
Ful0) 4y T 1 _ 2 tanh?(yx /a)
¢ 2aN)V? | | 4ya cosh*(yx/a)  cosh*(yx/a)
x| 12 s 18 tanhX(yx /a) @150
4ya cosh(yx/a)  cosh’(yx/a) cosh’(yx/a) cosh*(yx /a) )
I
Because the arguments of the trigonometric functions are Ho=H' +HE" . (5.2)

the same as those in our soliton solution (3.12), the pho-
non modes are localized around the center of the soliton.

V. MASTER EQUATIONS

In the previous two sections we showed the existence of
solitary-wave solutions in the model Hamiltonian (2.12).
Due to the localized soliton solution the spectrum of the
nonresonant phonons was renormalized.

The scattering terms between the solitary excitation and
the nonresonant localized phonon modes given in H; [Eq.
(2.12)], however, have not yet been considered. This in-
teraction influences the dynamics of the unperturbed soli-
ton as well as the spectral and spatial distribution of the
phonon modes.

In the following we shall discuss the most general situa-
tion where the phonon and electron lifetimes vary on the
same time scales. In this case one cannot eliminate one of
the subsystems adiabatically. Instead, equations of
motion of both coupled systems have to be derived.

This can be done using time-dependent projection
operators.'>!3  Therefore we separate the Hamiltonian

(2.12) into two parts
H=H,+H,;, (5.1)

where H, describes the unperturbed soliton and phonon
systems

Consequently the scattering processes in (2.12), where
only one nonresonant phonon is involved, e.g.,

+ +
Umbkl’ BL bk N

can be neglected, because of energy conservation.
Then we end up with the Hamiltonian

Hi=3 3 3 3 [kim,ky,ka,k3)okbi by by +H.c.],

m ky k, ki
(5.3)
where
K(m:kl’klak3)
3
:% (x cosa) < explim (ky+ka—kp)]

(0, —B) (g, —

Here only the electronic part of the soliton system couples
to the nonresonant phonons. From this it follows that we
can describe the phonon soliton dynamics in terms of a
statistical operator p which only depends on the electronic
and nonresonant phonon degrees of freedom. The statisti-
cal operator p can be split into a relevant and irrelevant

part, p,, p;
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Assuming that the relevant part p, factorizes into a pure
phonon p;, and pure electron p, operator
Pr=PphPe > (5.5)

pr can be obtained by applying a tlme-dependent projec-
tion operator P(t) to the statistical operator p:'?

p()=P(t)p(t),
P(t)=p ()Dy, +ppu(t)D, —pe (t)ppn(2)D Dy, .

(5.6)
(5.7)

D, and Dy, are projection operators for the electronic and
phonon subsystem as, e.g., introduced by Grabert and
Weidlich. ?

With Egs. (5.4)—(5.7), two coupled master equations
for p, and p, can be derived. Using the Born-Markov ap-
proximation, one obtains in the interaction picture

o= — fow ds exp(—T's)

XTr [ L ()L [(t —s)p(t)ppu(D)] , (5.8)
Po=— fo ds exp(—T's)

X Trpp[-Z ()L [ (t —5)pe (Dppn()] - (5.9)
In Egs. (5.8) and (5.9), .£°; is the Liouville operator
ZLr=[Hy,...]and

("'>e=Tre(Pe"')-

The influence of thermal reservoirs is treated phenomeno-
logically by introducing the damping constant I'.

The master equations (5.8) and (5.9) are two symmetri-
cal equations for p,, and p,. This can be seen by chang-
ing the index e<>ph. Therefore they are a direct generali-
zation of the master equation in the Argyres-Kelley pro-
jection operator formalism which describes the dynamics
of one dynamical system coupled to a heat bath.'* This
close analogy turns out to be quite useful when deriving
from (5.8) and (5.9) equations of motion for electronic and
phonon expectation values, because the calculations are
similar to the one done earlier in our model of
“quasiresonant phonon propagation”®? to which we refer.
There a phonon Boltzmann equation for space- and k-

J
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dependent one-particle Wigner functions was derived us-
ing the Argyres-Kelley formalism. The electronic two-
level centers were treated a heat bath.

In the model presented in this paper the electronic sys-
tem has its own dynamic behavior and therefore can no
longer play the role of a reservoir. It represents the
dynamics of the solitary excitations. In this sense Eq.
(5.9) is a generalization of the phonon transport equations
presented earlier.®’

The excitations in the phonon system can be described
by one-particle Wigner functions (#=1):

f(n,k,t):gj;s— [ dg expling)

><Trph[pph bk q/2bk +q/2] (5.10)
where n is the lattice site and k the wave vector of the
phonon. As an ansatz for the N-particle Wigner func-

tions, we neglect phonon-phonon correlations and write®

N
Hf(n,—,k,-,t) .

i=i

Fny, ... nnky, ... ky)= (5.11)

The nonresonant phonons are described by a set of occu-
pation number states
( bl:—q/2bk +q2)70, (b)) = (bi)=0.

The electron system, however has a coherent motion, i.e.,

(5.12)

(o), ot )40

which is described by the soliton solutions derived in Sec.
III. Therefore the coupled master equations represent the
dynamics of a soliton interacting with the nonresonant
phonons b;.

From Egs. (5.8) and (5.9), equations of motion for the
relevant electron and phonon operators can be derived.
Using Egs. (5.10)—(5.12), the continuum approximation of
Sec. III and the properties of the coherent soliton states,

(5.13)

(otorY=C(at) (o),

we obtain from Egs. (5.8) and (5.9)

Fr)=—3 3 3 Wlkisky k3)f (m,ky,0)f (m,ko, 0)f (m,ks,t) — 3, FW(ky,k3)f (myko, 0)f (myka,t) (5.14)
ar ky Ky k3 ky ks
(f;’t +vk-— (m == 3, 3 Wkiki k) (55) (507
l 2

><{f(m’k!t)[l+f(m:kl’t)][1+f(m$k2,t)]_[]+f(mrk)t)]f(m7klft)f(m)klst)}

— 3 3 2W (ky;ko,k)

ky Ky

(&%) — (5%,

»2)

XA{f(m, k) f (m, ko, )14+ f(m, k)] —[ 14+ f(m, ke, ) [ 14 f (m, ko, 0)1f (m, ky,0)} .

vy is the phonon group velocity.
The transition probabilities read

(5.15)
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Wik;ky,ky)=W(k;ky,ky)
16 cos®a 1 N 1 1
o T (04, — B0, —B) @ —B)  (0h,—B) 0k, —B) @ —B)  (wr, —B)(wr,—A)
(5.16)
and
16 (kcosa)® 1
Wik ,ky)=Wi(ky,k))=— = — . (5.17)
1 2 2 1 9 F (wkl__A)Z(wkz__A)z

Since we have assumed that the electronic two-level centers are identical the coupling parameters are consequently identi-
cal and therefore independent of m. By calculating the transition probabilities we used the simplification

] 1
Fii(A+wkl—wk2—a)k3) r

In the derivation of Egs. (5.16) and (5.17) we used Eq. (3.8).

As we have mentioned, the phonon transport equation (5.15) is a generalization of the Boltzmann equation derived ear-
lier,® where the time dependence of the electronic system is described by o%,. We want to note that through the interac-
tion (5.3) in the collision term of the transport equation (5.15) phonon-phonon correlations in the Wigner functions are

initiated leading to an anharmonic phonon decay.
The electronic master equation can be rewritten as

1 ~z
D) (%),

O =z y_
at<”"’>’

1

where 77 is a space- and time-dependent relaxation time:

1
7(m,t)

lk2 k3

(0% )1 ={0% oexpl —t /m(m,1)] . (5.20)
The shape of the soliton pulse decays due to the “anhar-
monic interaction” (5.3) with the nonresonant phonons.

Since the nonequilibrium phonon distributions are only
weakly occupied for low temperatures (f <<1), we see
from Egs. (5.16) and (5.19) that

1
7(m,t)

«<TI. (5.21)

This means that the soliton pulse {o%, ) decays on a much
slower time scale than the phonon-phonon scattering pro-
cesses in Eq. (5.15) take place.

Therefore in Eq. (5.15), {(o?%,) is nearly constant. Con-
sequently, in this case the results obtained in the model of
“quasiresonant phonon propagation”® are still valid also
in the presence of solitary excitations. The resonant
modes decay much slower than the nonresonant modes.

However, as seen in the present calculations the elec-
tronic decay leads to a decrease in the scattering rates,
which can be seen by inserting (5.20) in (5.15). The transi-
tion probabilities in (5.15) becomes renormalized by the
factor ~ (0% )oe ""/". In this way the time scales at
which the electronic and phonon systems move are shifted
toward each other. Therefore the electronic system can
no longer be treated as a heat bath as in the model of
“quasiresonant phonon transport” where the electronic
system was time and space independent, which means

=3 3 S Wikky,ky)f (mky,0)f (m ko, Df (mky,0)+ S S W (ky,ky)f (myka,0)f (myks,1) .
k

(5.18)

(5.19)
ky ky

T— oo in (5.20).

In the derivation of Eqgs. (5.14) and (5.15) we implicitly
assumed the soliton velocity to be constant. To go beyond
this approximation one has to treat the dynamics of the
resonant phonons more explicitly, which leads to addi-
tional master equations for the resonant-phonon system.

VI. CONCLUSIONS

In this article we presented a microscopic model which
describes the interaction of electronic two-level systems
and phonons. The phonon spectrum exhibits both, pho-
nons which are in resonance with the two-level systems
and nonresonant ones. This is a generalization of the
model of ‘“quasiresonant phonon transport” introduced
earlier.® The coupled motion of resonant phonons and
electronic two-level centers is treated in the frame of
Heisenberg equations of motion and the possibility of soli-
tary wave solutions is shown. It turns out that the ex-
istence of solitons in the resonant subsystems leads to lo-
calization behavior of the nonresonant modes of the pho-
non spectrum.

In addition the phonon transport equations derived re-
cently®® are generalized to include a dynamic behavior of
the electronic system. The phonon transport equation
turns out to be a generalized Boltzmann equation, whereas
the electronic transport equation describes the motion of a
solitary excitation interacting with the nonresonant pho-
nons.



4388 R. RUCKH AND E. SIGMUND 35

In conclusion we want to note that we treated the
dynamical behavior of the resonant and nonresonant pho-
nons separately. The formation of a solitary wave is
caused by the interaction between the electronic two-level
centers and the resonant phonon mode. Therefore this
phonon mode builds up a propagating state and in this
sense is “dynamically unbounded.”!’

In the molecular crystal model this argument of Hol-
stein and co-workers leads them to transform to a “soliton
centroid coordinate.” Around the soliton solution they
assume small fluctuations, which they identify as local-

ized phonon modes. In this article we outlined a totally
different procedure which starting from a microscopic
Hamiltonian leads to a closed and natural description of
the solitary excitations and their interaction with the pho-
nons.
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