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1. In the present work the behavior of a two-level system under the action of
a monochromatic wave with a randomly varying phase is studied in a case
close to resonance. Such a problem arises in the study of the interaction
of molecules with radiation “broadened” as a result of collisions. Under
certain conditions the relaxation process of a two-level system can be
described by means of a kinetic equation (of the balance-equation type—
see, for example, (1)). Of special interest in the problem considered is the
question of describing the relaxation process of the system in the case when
the balance equations are not valid (the latter is usually associated with
a violation of the random-phase approximation). The problem described
above was solved in (?) under the assumption that there are no temporal
correlations whatever between the phases of the external field*. Below, the
problem of relaxation of a two-level system induced by an external field
with a randomly shifting phase is solved in a sufficiently general form, with
very weak restrictions on the random law governing the behavior of the
field phases. The method developed in the work admits generalization to
the case of more complicated systems.

2. The equations for the components of the density matrix describing the be-
havior of a two-level system under the action of an external field specified
in the form of a monochromatic wave with a randomly varying phase have
the form

dn/dt = 2i [F*p12€z'et+w(t) — Fp21e—iet—igo(t)] ’
dpyo/dt = iFe =t Teltn  dp, [dt = —iF*e=tietn, (1)

n = P11~ P2 P11+ pa2 = 1, e=w—wy (h=1),
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where p,;, are the components of the density matrix; w is the frequency of the
external field; w, is the transition frequency of the two-level system; F' is the off-
diagonal matrix element of the perturbation; ¢(t) is the phase varying according
to a prescribed random law. In writing system (1) it was assumed that

SR Wo (2)

in accordance with the condition of nearness to resonance, and the term giving a
contribution ~ €/w, was discarded. Below a special form of the law of variation
of the phase ¢(t) is chosen, which will make it possible subsequently to carry
out the generalization to a more general case easily. Let (t) have the form

olt) = a / ST — ty)dt 3)
k

i.e., the phase increases discontinuously at the points ¢, falling in the interval
(0,1), each time by the amount o**. The distribution of the phase-shift points
t;, (henceforth, simply kicks) is assumed random and specified in the form of a
Poisson distribution. In other words, the probability of the occurrence of a kick
in the interval (¢ + dt,t) is equal to Adt = dt/7,, or the probability

* A. 1. Burshtein has informed us that at present he has obtained results more
general than those in work (2).

** The value of the phase at t = 0 is included in F.

the fact that the time interval between any two successive kicks lies in the
interval (t,¢+ dt), is equal to e"*'dt. The time 7, has the meaning of the mean
time between kicks. Our ultimate goal is to determine the p;;, averaged over the
random process specified above.

3. Let us introduce the notation

p1 = pro€’t i), P2 = P1 (4)

and rewrite system (1) in the new variables:

i =2i(F"p; — Fp,),
py =i <5+a26(t—tk)> py +iFn, (5)
k

po = —i <5+a25(t—tk)> p1 —iF*n.
k
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Let us now consider the phase space of the random variables (n,p;,p5) and
find an equation describing the change with time of the distribution function
f(n, py, po,t). The form of system (5) makes it possible to use for this pur-
pose a known method, employed, for example, in works (3,*). Denoting, for
convenience, the variables (n, p;, p5) by a single letter =, we write the balance
equation for f(z,t), describing the change in the number of points in the ele-
ment of phase-space volume dx = dn dp, dp, with coordinate z during the time
dt:

Fla(t+dt),t+dt) de(t+dt)— f(z,t) de = —Adt- f(z,t) do+dt- £(Z,t) dz, (6)

where the first term on the right-hand side takes into account the departure
of points from dz due to a collision, and the second term the arrival, due to a
collision, from the region dz with coordinate . From equations (5) we have:

n(t +dt) =n+2i(F*p, — Fp,)dt,

pr(t+dt) = py + (iepy +iFn)dt,  py(t+dt) = py — (icpy + F*n)dt,

n=mn, P = Pleﬂ.av Py = P2€+ma (7)

dz(t + dt) = dz, dr = dx.

Substituting (7) into (6) and passing to the limit d¢ — 0, we obtain

of _ oime of .0
ot = 20— Fog)pn —ig - [(epy + Fn) f]+
; a * —t 2o
+Zap [(€p2 +F n)f] + A.f(naple ap2e ’t) _)‘fv (8)
2

f = f(n7p1,p2,t).

Solving equation (8) is difficult for arbitrary a. We, however, need to find
only the moments of the function f(n, py, ps,t). Multiplying (8) successively by
n, p1, P and integrating over the whole phase space, we obtain:
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d(ps)
dt

= —iF*(n) + [—ic + Ae™™ — 1)]{p,).

I't

Seeking the solution of system (9) in the form e'?, we find

342X (1—cos a) T2+ [4]| F|?+(e+ A sin a) >+ A (1—cos o) 2| T+4| F|?A(1—cos ) = 0.

(10)
For A = 0 or a = 0; 27 we obtain I, corresponding to the solution of system (1)
in the absence of the random process (see, for example, (°)). Each

which of the moments (n), (p; o) is expressed as a linear combination of solutions
of the type e’ corresponding to the three roots of equation (10) and to the
initial conditions. The problem, however, has been solved only for the diagonal
elements (n), since the variables p; 5 are of no interest to us. Let us now turn
to averaging the off-diagonal element p,,.

4. Introduce the notation
—iet—ip(t)

Py = me ) Pz = pyre 2iEt2ie) (11)

and rewrite system (1) in the form:

7;:_2 5+Oé§ 5@‘%)1 po + 2i(F"piy — Fpg),
%
dp .
d;2 = ZFva (12)

Now we can consider the phase space of the random variables (pg, p12, p3) and
obtain an equation for the distribution function f(pg, p12, P3,t), which will make
it possible to calculate {p;5). Analogously to the derivation of equation (8), we
obtain

af 0 . ) . . of
— = —— [(—tepy + 21 F* — % F —iFpy——+
ot 9pq [( Po P12 p3)f] Po Fp1s
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9 ; s Ik 29 1Y e
4 (2iEpy + 1 p0) ]+ A oo™, g ®)e¥ = Af. (13
3

f= f(P07P12aP3at>-

Equation (13) leads to the following equations for the moments:

%ﬁ>:}%+Awa—wﬂmﬂﬂﬂwm®_%F@@
Do) ip (), 9
dg;3> = —iF*(py) + [—2ie + A(e 2™ —1)] (p3).

Seeking a solution of system (14) in the form €%, we obtain, for the determina-
tion of the three complex roots 7, the characteristic equation

73 + 72 [37;&_ + )\(2 _ e—ia _ e—2ia)] +

+y {4|F]? — 2% —ieA(e 2 + 27" —3) + A% (e " — 1) (e H* — 1)} +

+2|F|? [2ie — A(e 2™ — 1)] = 0. (15)

To avoid cumbersome expressions, we shall not write out explicitly the roots
' 2.3, 71,2,3 of equations (10), (15). It is clear, however, that, once certain initial
conditions have been specified, one can now write down the time behavior of
the components (p,), averaged over the given random process of phase jumps.

5. Let us consider some limiting cases. First of all, let us show under what
conditions a solution arises that corresponds to the random-phase approx-
imation, i.e., to a kinetic equation of the balance-equation type. Put

v=|F|ry/V1—cosa < 1, e=0. (16)
From (10), (15) we have:
1 —cosa+isina 41F >y

Io=- . [14+0(v)], Py=—

(1—cosa)? +sin’ a [1+0)];
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1
Y2 =T, Vg §F3- (17)

If we now choose the initial conditions (n),_o = 1, {p12);—¢ = 0, then from (9),
(14), (16), (17) it follows that

(n) ~ e t/rR[1 + O(v)], TR = —T31,

(pro) ~ iFryfe 2 — eI [1 4 O()). (18)

In writing (18) we have omitted terms in (n) that decay much more rapidly with
time (~ exp{—|T'; »|t}), and an inessential factor in (p;,) depending on a. It
follows from (18) that, although at ¢ = 0 the off-diagonal element was absent,
subsequently it appears with a small coefficient ~ v and relaxes to zero in a
time twice as long as the relaxation time of the diagonal elements.

If at the initial time the phase ¢, (F' = |F|e‘#0) is random with distribution
W(pg)de, = dpy/2m, then averaging over the initial phase leads to the dis-
appearance of (p,5) at all times (see the second formula in (18)). This result
corresponds to the well-known approximation of deriving the kinetic equation

(6).

In the case when v > 1, the principal characteristic time of the problem becomes
not 7, as in the preceding case, but 7,. The relaxation of (p;,) occurs over
times ~ 7, with superposed oscillations, and the approach to equilibrium is
nonmonotonic. Since these results readily follow from (10), (15), we omit the
corresponding formulas.

6. The results obtained are easily generalized to more general types of the
random process ¢(t). Suppose that at each collision the probability that
a lies in the interval (o, a + da) is w(a)da, the same for each collision.
Then in (8) the last two terms are replaced by

A /:daw(a){f(n,plem,pze“",t)f}~ (/:wm)dal). (19)

Equation (10) is replaced by

342X\ (1—cosa)2+[4| F |2+ (e+ A sin a)?+ 22 (1—cos a)?|T+4|F|*\(1—cosa) = 0,
(20)

where
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v = | " b(@)u(a) da.

Analogous changes are also made in equations (13)—(15). If, for example,
the distribution in « (including the initial phase included in F!) is uniform,
i.e. w(a) = 1/27, then we obtain the results of works (2). If, in addition to
everything else, A = A(«), then in expression (19) one must put A(«) under the
integral sign, with all the consequent changes.

We note that there is a physically inessential restriction on the random process
of change of the phase of the external field, connected with the neglect of terms
of order €/w, in solving system (1). For the case, for example, of a Poisson
distribution of collisions it has the form

afwyTy K 1. (21)

In conclusion we express our gratitude to S. T. Belyaev and V. G. Zelevinsky
for useful criticism.
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