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A simple theoretical model is formulated which describes dynamical features of the interaction of two-level
atoms with a continuum of radiation oscillators. In particular, this paper is concerned with resonance scatter-
ing by single atoms in the presence of an external classical field, and spontaneous emission by a system qf
identical atoms. In the case of resonance scattering, the response of an atom to rapid changes of the ampli-
tude of the external field is studied. The model for spontaneous emission by a system of atoms is based on the
assumptions that all atoms have the same resonance frequency, and that the atoms are contained in a volume
whose extension is small compared with the wavelength of the emitted radiation. The complete evolution gf a
system of 7 atoms is determined by a set of coupled first-order linear differential equations, and explicit
solutions are presented for the valuesm=1, 2, 3, 4, and 8. Pair correlations of the atoms and photon-number
fluctuations are discussed. An approximation for resonance fluorescence by a system of atoms with a broad
distribution of resonance frequencies is included in an Appendix.

I. INTRODUCTION

HE experimental feasibility of stimulating atomic
transitions at optical frequencies in a time which
is short compared with the lifetime of the excited state
for spontaneous emission has been demonstrated by the
observation of photon echos! and self-induced trans-
parency.? In this paperit will be assumed that various
pulse shapes for the generation of such fast transitions
are available. On the other hand, while photon echos
and self-induced transparency can be explained in terms
of classical properties of the electromagnetic field, this
paper is concerned with phenomena which require a
completely quantum-mechanical description of the
radiation field.

A simple theoretical model is formulated which pre-
dicts transient effects in resonance fluorescence, and
describes spontaneous emission by a system of identical
atoms. If one considers incoherent scattering by
individual atoms or coherent spontaneous emission by
several atoms which are contained in a volume whose
linear dimensions are small compared with the wave-
length corresponding to the resonance frequency of the
atoms, the spatial dependence of the radiation field can
be ignored.

Each mode of the electromagnetic field is represented
by one quantum oscillator. Different quantum oscilla-
tors with the same frequency w, will be distinguished by
asecond subscript 8. The occupation number states | #q4)
form the orthonormal set (na:p|#arrpr)=204rardppr.
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Transitions between occupation number states are
described by annihilation and creation operators with
the well-known properties @ug|#ag) =7as'/?|7as—1)
and  @og'|%ap) = (apg+1)2|nag+1), OF Gap'@ap|nas)
=1qp|nqs). These operators obey the commutation
relations [dafgf,aallgnt] =0t 6515".

For the present purpose it will be assumed that all
atoms have the same resonance frequency w, between
a ground state with energy E, and an excited state with
energy E,, such that E,—E,="%w,. If |{,¢) denotes the
ground state of an atom labeled by the subscript u,
and |¢,°) is the excited state, normalization and orthog-
onality require (u°|¥u%)=ul¥u) =1, Wu?[¥.*)=0,
while scalar products involving different atoms such as
Wu?|¥a?) are zero. In order to describe transitions
between ground state and excited state we introduce
pairs of Hermitian adjoint operators ¢, and ¢, with the
properties  ¢,|¢¥,%)=|¢,9), ) =0, cf|¥.®) =0,
et |¥u?) = 9,9 Consequently, ¢,fc,|¢,%)=0 and
cu'eu|¥u®) = [¥,%). Since the most general state of any
atom is a linear superposition of ground state and
excited state, the condition c.c,t+c,tc,=1 must be
satisfied. It is also required that operators representing
different atoms commute, for example [cy,0n]
=[¢,,a"]=0 for us%\. The excitation operators ¢, and
the deexcitation operators c, are related to the Pauli
spin operators. If [0',',(,']—121:01,, a'.-o',--f-o'ja;=26,~j, and
of=1, then ¢"'=0, =3}(01410;) and c=0_=21(01—is),
so that c'c=0,0_=%(1+40;). All atomic operators c,
and ¢,! commute with all oscillator operators a.s and
@qs'. Throughout this paper it will be assumed that the
wave functions of different atoms do not overlap, so
that the atoms are distinguishable.

The most general Hamiltonian that is of interest in
312
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this context has the form

H=hwo Y culeuth 3 wa 2 (Gaplaast3)
B=1

p=1 a

—hg Z Z (aaﬂ*ﬁu'*‘cufaaﬁ)

b oaf

—7G () T (cuteirttcuetionr). (1.1)

At this stage the quantum oscillators are separated into
groups with frequencies w.. The first and second term in
the Hamiltonian represent the energy of the atoms and
the energy of the oscillators, respectively. The third
term describes the dipole interaction of the quantum
oscillators with the two-level atoms.? The real coupling
constant g represents an average over modes with dif-
ferent directions of propagation and polarization. For
reasons of convergence of integrals it will be assumed
that the interaction is confined to some frequency range
wo—y K wa S wo+7, where y<Kwo. It appears reasonable
to assume that atomic transitions are not strongly
affected by radiation oscillators whose frequency is far
from the resonance frequency of the atoms. Within the
framework of a simplified model one may therefore
postulate a convenient frequency dependence of the
coupling constant or the density of modes without
the risk of unrealistic results. In the absence of any
interaction the time dependence of the operators
in the Heisenberg picture is c¢,(f) =c,(to)e "0ttt
ol (@) =c,t(to)er o= g,5(t) =aqp(to)e *=t—%) and
Gapt (f) = apt (fo)eti@=%), High-frequency components
in the solution of the equations of motion would be
produced by additional terms of the form ag'c,t+c,aes,
which are not included in the Hamiltonian. The last
term in the Hamiltonian describes the interaction of
the atoms with an external field whose frequency is w;
and whose amplitude G(f) may be a slowly varying
function of time. The simple form of this interaction
term is justified if wi~wo. Under these conditions we
have omitted terms of the form c,fet#1t4-c e,

In the Heisenberg picture the operators are time-
dependent. Let ¢(#) stand for any one of the operators
such as ¢, or @ag, then i%§=[q,H]. In this paper we will
frequently use the abbreviation ¢ for ¢(¢), but clearly
identify the initial value of ¢ at time /o by ¢(f). Since

3 This type of interaction is well known in quantum electronics.
Simple laser models describe the interaction of many atoms with
a single mode of the radiation field. Our special form of the inter-
action term has been used, for example, by E. Abate and H.
Haken, Z. Naturforsch. 19a, 875 (1964). The theory of dissipation
or damping, and thermal noise, is based on the interaction of one
particular quantum oscillator or a system of atoms with an infinite
number of quantum oscillators. See, for example, I. R. Senitzky,
Phys. Rev. 119, 670 (1960); 131, 2827 (1963); W. H. Louisell and
L. R. Walker, Phys. Rev. 137, B204 (1965); W. H. Louisell, in
Proceedings of the Third International Congress of Quantum Me-
chanics, edited by P. Grivet and N. Bloembergen (Columbia Uni-
versity Press, New York, 1964), p. 65; H. Sauermann, Z. Physik
%1898664)80 (1965); 189, 312 (1965); and M. Lax, Phys. Rev. 145,110
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all operators which describe the evolution of the com-
plete system in the Heisenberg picture are generated
by the same unitary transformation, it follows that
all commutation relations, and identities such as
cueut e tc,=1, do not change with time. Inspection of
the expectation values in the Schrédinger picture also
shows that their physical interpretation in terms of
ensemble averages of certain variables remains un-
changed. For example, the expectation value of
@qp' (£)aqs(t) defines the occupation number of a specific
mode at time 2.

We will now derive a solution for 3~ > @.s which will
be used in Secs. IT and III. Heisenberg’s equations of
motion for @.g and a.s" are

GapgtFiwaag=1g D C4, (1.2a)
datﬁ1 _iwaaaﬁ‘r = _"ig Z C“* . (1.2b)
By means of
Z.‘, Qapg=A 671000 | (1.3a)
p=1
> cp=Ceiwo(t—to) | (1.3b)
p=1
it follows from Eq. (1.2a) that
Aati(wa—wo)Aa=ign.C, (1.4)

where C is a slowly varying operator, since in the
absence of an interaction it is constant. The formal
solution of this differential equation implies

Z A1) =Z e wamwo) (-t 4 (1)

t

+ig > "af dt’ C(t’)e"(wa—wo)(t'—t).

to

(1.5)

In the limit

5 s f doapl),

which involves the density of radiation oscillators per
unit frequency range p(we),

T Aa(t) =X estwawn =i 4 ,(tg)+igF (1), (1.6)
where

t 0
F@)= / ar' (') / dwq p(wa)ei@ewn =t (1.7)
to [}

If one assumes that the main contribution to F(f)
originates in values of # almost equal to ¢, and in values
of w, almost equal to w,, then

o :
F(z) =p(wo)C(t)/ dw e““"‘/ dt’e¥.  (1.8)

t
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Since

(1.9)

40 ¢
/ dw e"""‘/ dt’ et =7
—c0 0

for t£1y, one obtains the approximate solution

Y A () =3 eitwaent=t 4 (t0)+irgp(wo)C(t) (1.10)

or, in view of Egs. (1.3a) and (1.3b), again for ¢4,
22 Gap=2 € a0 37 a,4(to)
a B a 8

+irgp(wo) X cu.

The same result is obtained if we require that
the interaction is confined to a frequency range
wo—y K wa S wot7v. With the assumption y<Kwo Eq. (1.7)
can be replaced by

(1.11)

t woty
F(t) =p(wo)/ dt’ C(t')f dwg et @aw) (W= (1.12)
to wo—y

or

F(i) =p(wo)2 / dv c()

to t—t

siny(t—1t") (1.13)

We are concerned with a time interval from #, to £ during
which an observable transition and corresponding
change of C(#) occurs. If vy is much larger than the
transition rate we can choose a time # in the range
to<t1<t so that y(t—#)>1 while C(#) remains almost
constant between #; and ¢. If y(¢#—#;)>>1 the contribution
of C(') to the integral is negligible in the range fo<# < f,,
and we obtain the approximation F(f)=mp(wo)C(2),
which agrees with Egs. (1.8) and (1.9). For atomic
transitions at optical frequencies all the previous
assumptions can be satisfied.*

Equation (1.11) can be applied immediately to
spontaneous emission by one isolated atom. If we drop
the subscript g, it follows from the Hamiltonian in
Eq. (1.1) that

¢tiwoc=igle,ct] 3 3 dap, (1.14a)
&t —dwet =—1g 3" X aastle,ct]. (1.14b)

By multiplication of (1.13a) with ¢' from the left,
multiplication of (1.13b) with ¢ from the right, and
addition, we obtain

d
E(CTC)=t'g(CT DD Gap—2 2 aaplc)  (1.15)

4 Following the general method described by G. Killen [in
Encyclopedia of Physics (Springer-Verlag, Berlin, 1958), Vol. V/1,
p. 274], the problem of the interaction of one two-level atom with
the electromagnetic field can be solved exactly if the interaction
is restricted to a finite frequency range from wo—v to wo+v. It
can be shown that an exponential decrease of the probability of
the excited state requires that the decay constant is much smaller
than . Otherwise, the excited state is stable [Dr. D. Dialetis
(private communication)].
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because ¢'[¢,ct]=¢t, and [¢,c"Je=c. Next, we substitute

(1.11) and the corresponding equation for 3 3_ @ag'
in (1.15). This leads to

d
?d__(cfc) =ig{cT Z e—twa(t—to) Z aaﬁ(lo)
t
—3 etiwalt—t0) 3" g, gt(fo)c} —2mgp(wo)(ctc) -

If there are no photons present in the initial state,
@ap(t0)|0)=0 and (0| as'(t) =0, so that®

(1.16)

d
—{ctc) = —2mg?p(wo){cic). (1.17)
dt

Since {(c'c) is the probability p(¢) of the atom being in
the excited state, (1.17) describes exponential decay
() =p(0)e—>¢, where

w =2mg?p(wo) (1.18)

is the transition probability per unit time for spon-
taneous emission by one isolated atom in the excited
state. We regard this result as a strong support of the
previous assumptions. It should be pointed out, how-
ever, that our model does not describe the frequency
shift which is predicted by the Weisskopf~Wigner
approximation.®

In order to establish the physical meaning of the
amplitude G(¢) in Eq. (1.1), i.e., for a definition of this
quantity in terms of fundamental constants and matrix
elements, consider the simplified Hamiltonian

H=hwoY_ c,tc,—1G Y (cfe ™1t 4 eirt), (1.19)

p=1

where @ is constant. This Hamiltonian describes forced
transitions which are very fast compared with spon-
taneous emission. We note that the equations of motion
éutFiwoc, =1GQcyyc,t Je#0t for the individual atoms are
decoupled. Consequently, the external field will not
introduce statistical correlations of the atoms. In
particular, if the initial state is uncorrelated and defined
by the state vector [yi)|¢e):--|¥u)---|¥m), then
{cuteus) =l cuteu|¥u). An exact solution for the more
general case of different resonance frequencies is derived
in the Appendix. If the atoms are in the ground state
at time /=0, one obtains for the probability of the ex-
cited state (Y.¢|c.t(®)c.(t)|¥u9)=p() the well-known
resonance formula p(f)=(4G?/Q?) sin2(3Q¢), where

8 Since the density of states p(wo) is proportional to the nor-
malization volume ¥, and g2 (wo) is independent of V, the coupling
constant g approaches zero as ¥V — «. Consequently, a finite
number of photons in the initial state has no effect in this case.
No obvious conclusion can be drawn from Eq. (1.16) if the
occupation numbers are different from zero in an infinite number
of modes. This is the case for thermal equilibrium radiation.
However, unless the temperature is very high, the average number
of photons per mode is so small that the effect is negligible for
our purpose.

V. F. Weisskopf and E. Wigner, Z. Physik 63, 54 (1930).
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Q=[(w1—wo)?+4G%]'/2. Obviously, if in the case of
exact resonance w;=wo the interaction is turned off at
time fo=m/@, each atom is completely excited. In the
Schrédinger picture this would correspond to a state
vector [Y(to)) = |¢1°(t)) |¥2°(t0)) - - - |¥u®(t0)) - - - |¥m*(t0))
for the complete system. In Sec. III this is the initial
state of a system of identical atoms prior to the onset
of spontaneous emission.

At the conclusion of this introduction we return to
the general Hamiltonian in Eq. (1.1) and the corre-
sponding equations of motion (1.2a) and (1.2b). By
multiplication of (1.2a) with a@.s' from the left, and
multiplication of (1.2b) with @.s from the right, we
obtain after addition of the equations, and summation,

d
:1; 22 aoplaag
=ig(X Y st T =2 et T3 aup).

Substitution of the approximate solution (1.11) and
the corresponding expression for 3~ Y a.s' leads to

(1.20)

d
— X T auslacy=igl T e+ T ausl) T
1 « B

—2 ¢t 2 emiwatt=t0) 57 a,5(t0) }
a B

+27rg%(wo) T et 2 cu.  (1.21)
A=1 p=l1

The expectation value of the expression in curly
brackets vanishes if no photons are present in the initial
state. For these initial conditions

d
:l;( 2 X aaplaas) =w(( X cuten)+< ZHZ afew)), (1.22)

where according to Eq. (1.18) w=2rg?o(wo). This result
is completely independent of the presence of an external
field. For a single atom, Eq. (1.22) reduces to

W) =wp(?), (1.23)

where p(f) is the probability of the atom to be in the
excited state, and W(f)=(d/dt)( 2. 3 Gag'aas) is the
total rate of emission of photons. Since the maximum
value of p(¢) is 1, it follows that the emission rate of
one isolated atom cannot exceed w, even if the ampli-
tude of the external field is very large. This is an
important consequence of our model.

In the absence of an external field, the last term in
the Hamiltonian (1.1) can be removed. From the

equations of motion for ¢, and ¢,! it follows in analogy
with Eq. (1.15) that

d
-2 culen
dt

=ig( X ' X 2 Gap—2 2 aapt 2 c).  (1.24)
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By comparison of (1.24) with (1.20) we see that in the
absence of an external field the operators 3 ¢,fc, =M (¢)
and 3" 3" @up'a.s=N(¢) satisfy the conservation law

M) 4N(1)=0, (1.25)

which implies that the sum of the probabilities of
excited states, or the total number of excited atoms
plus the total number of photons, is constant.

II. RESONANCE FLUORESCENCE

In this section we will apply the basic approximation
in Eq. (1.11) to a description of transient effects in
resonance scattering. We will not be concerned with the
line shape of the scattered radiation which has been the
subject of other recent publications.” Our approach is
consistent with the fact that the spectral resolution is
limited by Aw~1/7 if the observation of the transient
effects requires a time resolution 7. We consider a
system which consists of a single atom with resonance
frequency wo, a continuum of radiation oscillators, and
an external field with frequency w; and amplitude G(¥).
For this problem, the subscript u in the Hamiltonian
(1.1) can be omitted, and Eq. (1.11) assumes the
simpler form

22 aap=2 e iwalimto) Zﬂ aap(to)+imgp(wo)c,  (2.1a)

22 aast=3 etivalt=t) 3" g ot(t)) —imgp(wo)ct. (2.1b)
B

a

Heisenberg’s equations of motion for the operators ¢
and ¢t are

¢tiwe=ilc,ct]{g 2 3 aapt+G(H)e i1},  (2.22)
M —dwect=—1i{g 3" 3" aas'+G (et} [c,ct]. (2.2b)

By multiplication of (2.2a) with ¢t from the left, and
multiplication of (2.2b) with ¢ from the right we obtain

d
;(CTC) +w(cte) =iQ(f) (cteso1t — cesort)
t

Fig{ct 20 eioa(t=t0) 37 a44(t0)
P B
_Z etwalt—to) Z a,,ﬁf(lo)c} , (23)
a -]

where we have introduced the transition rate for
spontaneous emission by an excited atom, w = 27wg?p(wo).
It will be assumed again that the initial state is the
vacuum state for which a.s(to) |0) =0 and (0| a.st(t0) =0.
For any initial state of the atom the expectation value
(ctc)=p(¢) is the probability of finding the atom in the
excited state at time £ Consequently,

D) +wp(t) =1G(t){cte— i1t —ceivnty, (2.4)

7 Maurice C. Newstein, Phys. Rev. 167, 89 (1968).
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Differentiating again and using (2.1a), (2.1b), (2.2a),
and (2.2b), we find

BO)-Fup() =262[c'])
+i(G—1w@){cfe i1t —ceiert)
+G (w1 —wo){ctetwrt4ceiorty.  (2.5)
By means of Eq. (2.4) and the identity ([c,c'])=1—2p,
this can be expressed in the form

B+ Gw—G/@)p() + Gw*+4G> —wG/G)p(0)
=2@24+G (w1 —wo){ctei1t4-cetort),

At exact resonance w; =wo,

BO+Gw—G/@)p(D)
+ (4G +-1w—wG/Q)p(1) =2G2.  (2.7)

We will consider two specializations of this equation
which appear to be of practical interest. First, suppose
G(?) is zero for t<0, and equal to the constant value G
for £>0. In this case

t"(e)+3p' (o) + (v +3)p(0) =27, (2.8)

where the primes denote derivatives with respect to the
variable ¢=wt, and yv=(G/w)?2 The solution of this
equation for y>1/64 is

(2.6)

2
p(e)= Y

P { 1—e‘<3/4)‘°[cosi(64'y—1)”2<p
2

+Wsini(64-y_1)1/2¢:“ . (29

For y>>1 this can be approximated by
p(@)=3{1—eC/V¢ cos(2(G/w) 0)} .

We note that p(¢) approaches 3 as t—. It may be
surprising that the probability of the excited state can
approach a constant value in spite of the fact that an
external field with a large amplitude continues to act
on the atom. This is due to spontaneous emission which
changes the relative phase of the dipole moment with
respect to the external field in a random way, so that
the statistical average of the probability of the atom to
be in the excited state eventually becomes independent
of time. For v =1/64 the solution is

(2.10)

P(e)=(1/18){1—eCIVe(1—{0)}.  (2.11)
Finally, for y<1/64,
2
plo)=— 11+ 1
il =6y
X[3(3—(1—647)"") exp(—1(1—64v)"2¢)
—31G+(1—64v)"?) exp(R(1—647v)"2¢) ][ . (2.12)

M. DILLARD AND H. R. ROBL
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Numerical solutions for y=1, %, and 3% are shown in
Fig. 1. According to Eq. (1.28) the rate of emission is
determined by W (f) =wp(#).

For a second specialization of Eq. (2.7) let us assume
that the amplitude G(¢) has a time dependence of the
form

G(t)=K/cosh(Q). (2.13)
In principle, this pulse shape could be obtained experi-
mentally in an active medium under conditions where
spontaneous emission is negligible, i.e., for w<, and
the frequency could be shifted in a tunable device to
the resonance frequency wo of atoms which have a
spontaneous emission rate w~Q. Experimental varia-
tions of the ratio K/Q can be achieved with lenses.
The initial state is now at time o= — o . This requires
no changes of the derivations. It is convenient, however,
to introduce the new variable £=tanh(). In terms of
this new variable Eq. (2.7) can be written in the form

1=8p"(O)+E -5 (®)
+[40*+ENHAE)/(1—£) Jp(§) =207,

where A=w/Q, and ¢=K/Q. The initial condition for

p(&) is p(—1)=0. Since p()=1—£>p'(¥), it follows
from Eq. (2.4) that

(2.14)

p(®)
(1—g)

(Cte—imxt_ceiw1t>

(1—ge

p'(&)=—X\ (2.15)

Applying ’'Hospital’s rule to the first term on the right-
hand side, we find

<C Te—-iaut __Cet'aut)

(g

(1430’ (—1) =ic lim

lim (2.16)

F16. 1. Probability of the excited state of an atom in the
presence of an external field with resonance frequency and constant
amplitude as a function of p=wut, where w is the transition rate
for spontaneous emission in the excited state. The parameter v is
proportional to the square of the amplitude of the external field.
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By means of

;(Cfe—iﬁul _Ceiout>
t
= —Lw{cte—tnt—cetorty — 2;G(E)[1—2p (1)1, (2.17)

which follows from Egs. (2.1), (2.2), and [¢,c"]=1—2ctc,
and by repeated applications of I'Hospital’s rule we
obtain

<Cte——s'w1¢ _Ces‘mt)
(1—gy

The limit on the right-hand side can be eliminated by
means of Eq. (2.16). The result is

p'(—1)=20%/(143)N)".
It should be pointed out that repeated applications of
I’Hospital’s rule give
(1+30p'(—1)
=201~ GN+EVI— G- ].
In view of the restricted convergence of this series,

Eq. (2.19) holds only for A< 2. Numerical solutions of
(2.14) also require the second derivative

(143N (—1) =202 —3Nio lim

=1

(2.18)

(2.19)

(2.20)

NIV
P vty

Spontaneous emission is negligible if \=w/Q«K1.
For A=0, Eq. (2.14) is replaced by
(1=8p" (&) =&’ (O)+r*p(8) =3*,

where v=2¢. If » is an integer, the solution of (2.22) can
be expressed in terms of the Chebyshev polynomials
T,(8):

(2.22)

(&) =31+ (1" T,(5)].

This solution satisfies the initial conditions p(—1)=0
and p'(—1)=202=%»2 If v is not an integer, (2.22) may
be solved by the change of variable ¢ =sing. Then

*p/d*+v*p(0) =3v*. (2.24)

The initial conditions are p(—3w)=0 and p'(—3m)=0.
The corresponding solution is

p(e)=3[1—cosr(p+3m)]. (2.25)

Some plots for various values of » are shown in Fig. 2.
These results are related to those of McCall and Hahn.?
Their 6, is defined by 6y=mv =2ng.

In general, when X is different from zero, i.e., if
spontaneous emission must be taken into account,
Eq. (2.14) must be solved numerically. Some computer
results are shown in Fig. 3 for »=2 and several values
of A=w/Q. The rate of emission is determined by
Eq. (1.23).

(2.23)
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10 T T T T T T T
v=l
P
05 v=2
v=212
v=3
0.0 I 1 1 1 L 1
-0 -08 -06 -04 -02 00 02 04 06 08 10
tanhQt

Fic. 2. Probability of the excited state of an atom in the
presence of an external field which has the exact resonance fre-
quency and whose amplitude varies as K/cosh(. The parameter »
is proportional to K /. It is assumed that € is much larger than
the transition rate for spontaneous emission.

In order to obtain an equation for p(¢) when wi=wo,
we differentiate both sides of Eq. (2.6). Since

_(Cfe—iull+ceiwlt> — _%w<c1'e-—iw1t+ceiwl¢>
dt

—i(w1—wo){cte— w1t —ceiort) - (2.26)
it follows that
PO +Guw—G/Dp®
. a .
] Bt 46—/ 6= (6/6) [
¢
. d .
+| 866w /0) |y
t
=4GG — Rw—G/Q)G (w1 —wo) {cTe—i1t4-cetort)
— (w1—w0) %G {cte 1t —cetorty, (2.27)

The remaining expectation values are eliminated by
means of Egs. (2.4) and (2.6). The resulting third-order
linear and inhomogeneous differential equation is
greatly simplified if the amplitude @ is constant. In
terms of the variable wi=¢, and the abbreviations

0.5

1 1 1

0.0 ! L 1 I !
-0 -08 -06

!
-04 -02 00 02 0.4 06 08 1.0
tanht

Fic. 3. Probability of the excited state as in Fig. 2, in the special
case »=2, for several values of the parameter A=1/%, where w is
the transition rate for spontaneous emission in the excited state.



318

QY wr=1, (w1 —wo)?/w?=A, we obtain

2" (0) 429" (0)+(5/4+4v+4)p' (0)
+GE+2v+A)p(o)=v. (2.28)

In the limit ¢-—o, the solution approaches the
equilibrium value

p(0) =G (w1—wo)2+2G2+3w? T 1. (2.29)

The corresponding rate of emission or scattering is
wp(). This can be compared with the result of time-
dependent perturbation theory. Agreement is achieved
if in the denominator of Eq. (2.29) the term 2G? is
negligible compared with }w? If G2 is very large com-
pared with (w;—w)? and w?, the probability of the
excited state approaches the value %, so that the final
emission rate is 2w.

On the other hand, for G=0 and w=0, Eq. (2.27)
implies

PO+ (w1—wo)?+4G*1p(#) =C, (2.30)

where C is a constant of integration. The initial values
are p(0)=0 and p(0)=0, according to (2.3). Further-
more, in view of (2.6) the initial value of the second
derivative is determined by $(0) =2G?, so that C=2G2.
In terms of the abbreviation [(w;—wo)2+4G*]/2=Q,
the solution is p(¢) =(4G?/Q?) sin2(3Q4). This special
result has already been mentioned in Sec. I.

III. SPONTANEOUS EMISSION BY A
SYSTEM OF IDENTICAL ATOMS

The mutual interaction of a system of atoms through
the radiation field has been studied by several investi-
gators. The original concept of coherent spontaneous
emission is due to Dicke.? In order to explain the onset
of laser oscillations, completely quantum-mechanical
models were proposed which describe the interaction of
many atoms with a single mode or discrete set of modes
of the radiation field. Among the first dynamical
solutions which are not based on perturbation theory
are those obtained by Buley and Cummings.® Other
investigations by Schwabl and Thirring,' and by Ernst
and Stehle!! are concerned with spontaneous emission
into a continuum of modes for various geometries of a
macroscopic body which contains the radiating atoms.

In this section we consider the interaction of a con-
tinuum of radiation oscillators with several identical
atoms which are contained in a volume whose linear
dimensions are much smaller than the wavelength of
the emitted radiation. The objective is a description of
the evolution of the system from an initial state in
which all atoms are excited and no photons are present.
We formulate the problem for an arbitrary number of

8 R. H. Dicke, Phys. Rev. 93, 99 (1954).

(1;6%) R. Buley and F. W. Cummings, Phys. Rev. 134, A1454
(1 ;g) Schwabl and W. Thirring, Ergeb. Exakt. Naturw. 36, 219
1YV, Ernst and P. Stehle, Phys. Rev. 176, 1456 (1968).
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atoms m, and present explicit solutions for small values
of m.

The model is based on the assumption that all atoms
are contained in a volume which is so small that the
phase of a radiation oscillator with the resonance fre-
quency wo is the same at the position of each atom. We
assume that the atoms are distinguishable, i.e., that
their wave functions do not overlap. These requirements
could be satisfied by several identical atoms in a single
molecule, or by clusters of identical atoms in a crystal
lattice. The existence of a statistical dependence of
different atoms will be demonstrated For example, the
probability of a simultaneous observation of two atoms
in the excited state is different from the squared proba-
bility of one particular atom in the excited state, at the
same time.

The Hamiltonian for this problem is obtained from
Eq. (1.1) by omission of the last term:

H=hwo 2 culcuth 2 wa 2 (apl@ast3)
B=1

p=1 a

_hg Z Z (aaBTCn'{"G“tdap).

b oa,B

@3.1)

For the radiation oscillators we adopt the approximate
solution (1.11). We consider the following set of
operators: Pi=ci'c;, Py=cifcicolcs, and, in general,
for n<m,

P,=(citer)(calca) - - - (cnlcn).

Also, we define Q1=c1'cs, Q2 =ci'cstcscs, and, in general,
for 2nm,

(3.2)

Qn= (CITCZJr c 'Cnf)(cn+15n+2' “Con). (3.3)
Finally, we introduce for j+2k<m
Rix=Pj(citilciva’ - - ciprh) CirasrCivrya - ~Cipan) . (3.4)

This definition of R; implies Rox=@x and R;,=P;.
By means of the equations of motion for these operators
one can derive a system of coupled first-order linear
differential equations for the expectation values
W(0) | Pn(t)|(0))=pu(®), ¥(0)|Qu()|¥(0))=¢a(t), and
W(0)| R;,x(D)|¥(0))=7;,1(t), where the initial state

[¥(0))= I;I |0)es|¥u®) 3.5)

is a product of the ground-state vectors |0).s of the
radiation oscillators and the excited-state vectors |¢,°)
of the atoms. The procedure is based on the fact that
the atoms which are represented by the operators can
be relabeled without changing the expectation values.
Only the expectation values p.(f) have a simple physical
meaning: They determine the probability of a simul-
taneous observation of # selected atoms in the excited
state, irrespective of the state of the other atoms and
the radiation oscillators. In particular, p;(f) is the proba-
bility of observing one atom in the excited state,
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provided no observation is made of the state of other
atoms and the radiation field. The remaining functions
gn(1) and 7; () are required to determine p4(¥).

The total emission rate follows from the conservation
law (1.25):

d m
W)= = };1 @(0) [cufeul¥(0)), (3.6)

or, in view of the fact that all atoms are equivalent,

Wan(t)=—mpy(t). 3.7)
On the other hand, according to Eq. (1.22),
Wal) =wlmps()+mm—1g:(0].  (38)

It will be shown that (3.7) and (3.8) are equivalent.
As a consequence of the equations of motion
hP,=[P.H],

P.(0) =igf g Puc 1E dust . ous > [Puc]), (39)

y=1

where we have used the fact that P, commutes with ¢,
and ¢! for p>n. From the expectation values of
2.2 aag and 2 3 aust from Eq. (1.11) for an initial
state with no photons present, it follows that

Bn(t) = —mgp(wo)

X<é [Pn)cl'f] i Cﬂ*f Cpf Zn: [Pn,ﬂv]>. (310)

pu=l p=1 v=1

First, we recall that 2rg%(wp)=w is the transition
probability per unit time for spontaneous emission by
one isolated atom in the excited state. We again use
the variable wi=¢ and denote the derivative with
respect to ¢ by a prime. Next we use the identity

[Pmch]CM_CuT[Pva:l =(cifer) - -c,fe - (caten)cy
Feut(eter) «-coe - (ealen) (3.11)
for u=v or u>n, and zero otherwise. Since the double

sums in (3.10) have # terms with u=» and #(m—n)
terms with u>#, we obtain

pa' (@) Fnpa(o)=—n(m—n)ra1,:(e). (3.12)

Here we have used the fact that the expectation value
of a product of # different factors c\'ey is pn, and that
the expectation value of a product of #—1 different
factors cafex with an additional factor c,lc, is 7,1,

g0’ (@) +nga(e) = —3( i (et -cyter - -cal) % {cnyr- -

y=1 A=n+1
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provided u>%v, and no X is equal to u or ». We note that
for n=m Eq. (3.12) implies pm'(¢)=—mpm(¢). For
the initial value p(0)=1, the solution of this equation
is pm(@) =€~™¢, so that the probability of an observation
of all atoms in the excited state decreases exponentially.
In general, the solution of (3.12) requires additional
sets of equations for the functions 7;,; and ga.

Consider the equations of motion of the operators @
which are defined in Eq. (3.2). The commutator of @,
with the first term in the Hamiltonian is zero, as can
be seen by inspection of the equation

i [Q"JCMTC#]-__ —Z” (le' ctC vf' . 'Cn)(cn«*-l' . 'C2n)

+(c1t- - <cal) % (cng1s-err - -c2n). (3.13)

A=n+1
Consequently,

0.0) =g z [0 T X dup

FEE o g [Qual} (3.14)
or

0u) =ig{(cat ")
X T (cnsr - [onerl] - -c0n) © T as

A=n+1

—Z Z aaﬂT i (C],T' .. [C v,ch:l' . 'CnT)
X(Cnsr- c2n)}. (3.15)

By means of Eq. (1.11) for > 3 @.s and the corre-
sponding equation for ) > a.sf we obtain for an
initial state with no photons

7' () =—%{(cat- - -cal)

X 5 (Gnpr - Lonrl ] - -c00) 35 s

A=nt1 s

~+ i‘: 5“1‘ i (cl'f- . -[c,,c,f]- . -c,,T)
X(Cn+1' . 'Czn)>. (316)

In view of c¢tet=cuc,=0 and [c,,ct]=1-2c1c,,
Eq. (3.16) can be written in the form

(1—=2c\ter) -+ -can}

2n m
+(61T-~-ch)xZ {cnpr - (1=2af0) -2} X ¢

=n+1

n 2n
+ Z {le‘ .. (1—-—261,\‘6’,)- . 'Cn‘} Z (Cn+1' . 'CXTC)\' .
v=1

A=n+1

p=2n+1

e+ 3 et (1=2616)- - -cat} (Cnsa- - -20))

(3.17)

y=1
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Since expectation values with the same number of factors ¢, and ¢,' representing different atoms are equal, it

follows that

n 2n
g’ (@) +n(m+1—2n)ga(0) = =32 (arf- - -c )1, - enl) Z;rl {enir- - (1=2atar) - - -cn}
pye=l =n

2n m m n
'—2(611' . ‘Cnf) Z (cn+1. . ‘C)‘TC)' . 'C2n) Z C“—z Z C“f Z (le. cec vtcv' . 'Cnt)(cn-{.l' . '5271)

A=n+1 p=2n+1

p=2n-+1 r=1

+ Zn: {at---(1=261,) - -cat} % (cng1 - -arler- - -can)).  (3.18)

y=1

A=n+1

By evaluating the expectation values of those terms which contain the factor 1, and using the definition (3.4),

we obtain

g’ (@) Fnim+1=2n)g(0) = —n'rina(e) (el - -eal)

2n m
> (engre-aten-can) 2o cu
=n+1

w=2n+1

n 2n m n
23 (et ochfer s eal) T Cngre-aalens - can)+ L el T (@l -coter - - cnl)(Cngrs - ~Can)).  (3.19)

pa=] A=n+1

The remaining expectation values can be expressed in
terms of 7y, and 7s,,—1. The final result is

ga' (@) +n(m~+1~2n)g,(0) =2n%r9,n1(p)
+2”(m—2n)rl,n(¢) —nzfl',,_l(¢) . (320)

An application of the same method to the equations of
motion of the operators R; x leads after lengthy manipu-
lations to the differential equation

rik' (@) +Lj+k(m—+1—2k)Ir;i(e)
=—k[rir1.4-1(0) =27is2.-1(0)]
+(m—j=2k) 2kri11,4(0) — jric1am1(@)]. (3.21)

The set of Egs. (3.12), (3.20), and (3.21) is sufficient
for the determination of p1(¢). It should be pointed out
that (3.12) is defined for 1<n<m. Equation (3.20)
holds for 2< 2n < m, and in Eq. (3.21) 1< 7, 1< £ subject
to the condition j+2k< m. Furthermore, we recall that
ro,x.=qz and r;,0=p;. The total number of equations is

1.0 .

p(m,¢)
0.5}

F1c. 4. Probability p(m,¢) of the observation of one particular
atom in the excited state as a function of the variable =1,
where w is the transition rate for spontaneous emission by one
isolated atom in the excited state, for several values of the number
of atoms 7. The total emission rate is Wm(t) = —mw(d/d¢) p(m, o).
'fI‘he daséwd curve corresponds to the approximation in Eq. (3.28)
or m=8.

u=2n+1 y=1

m—+3(m?—1) if m is an odd number, and m-+3im? if m
is even.

The initial values for completely excited atoms are
#a(0)=1, ¢.(0)=0, and 7;(0)=0. Explicit solutions
have been obtained for m=1, 2, 3,4, and 8. In order to
distinguish between different values of the number of
atoms m, let p1(p)=p(m,p) denote the probability of
the observation of one particular atom in the excited
state. The corresponding solutions for m=1 to 4 and
m=38§, are

p(Lp)=e¢*, (3.22)
p(2,0)=e2%(¢+1), (3.23)
p3,0)=e¢(4p—1+2¢), (3.24)
P&, 0)=e9p—3+(Bp+5)e 2], (3.25)
p(8,0) =¢84 (499 —323/20)

+(1750—147/4)e~¢

+ (1890 —147/20)¢~10¢

+(350+245/4)¢12¢].  (3.26)

These results are shown in Fig. 4. The initial slope
#’(m,0)=—1is independent of m, and p"'(m,0) =2—m.

It follows from Egs. (3.12) and (3.20) that ¢.'(¢)
+22'(0)=p1'(¢), or qi(¢)=p1(¢)—pa(¢). If this ex-
pression for ¢;(¢) is substituted in Eq. (3.12) withn=1,
Le, pi'(@)+pi(e)=—(m—1)r01(¢)=—(m—1)q(e),

one obtains

b1 (0)+mpi(e) =(m—1)px(e).

This result is exact. It should be noted, however,
that pa(¢)#= p12(¢). For example, in the case of m=2,
one finds ps(p)=e2=1—2¢+---, while p:2(¢p)
=e4?(14¢)*=(14¢)2=1—2¢+- - -. If the probability
correlations are ignored and ps(¢p) is replaced by $:1%(¢),

(3.27)
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the corresponding solution of Eq. (3.27) is
p(m, o) =[1+m=1(eme—1) 1.

In Fig. 4 this approximation is shown for m=8 by a
dashed curve. For any value of m>1 the exact solution
decreases more slowly than the approximate solution
(3.28). An inspection of Eq. (3.28) shows, however, that
the derivatives ’(m,0) and p"'(m,0) are correct.

It has been pointed out that Egs. (3.7) and (3.8) for
the total emission rate are equivalent. This statement
can now be confirmed. By means of the identity
q1(¢) =p1(¢) —p2(¢), Eq. (3.8) can be written in the
form W.,.(¢) =wm[mpi—(m—1)p,], or in view of (3.27)
W m(t) = —mpi(£), in agreement with Eq. (3.7).

If the atoms are initially in a superposition of ground
state and excited state, the differential equations (3.12),
(3.20), and (3.21) are still valid, provided the state
vector of the complete system is a direct product of the
state vectors of the individual atoms, and the ampli-
tudes of the ground state and the excited state are the
same for all atoms. This condition implies that the
atoms are initially uncorrelated and that the dipole
moments of all atoms are in phase and have the
same magnitude. The initial values of pn, ¢, and 7%
can be expressed in terms of $;(0). In general, $,(0)
=$1"(0), ¢2(0) =1"(0)[1—1(0) ", and 7, x(0) = p17+*(0)
X[1—p1(0)]*. From Eq. (3.27) it follows that p,’(0)
=—$1(0) —(m—1)$1(0)[1—p1(0)]. The preparation of
initially uncorrelated states by means of a strong
external field has already been discussed in Sec. I.

The original requirement that all atoms have exactly
the same resonance frequency can be relaxed. If T is
the actual spread of resonance frequencies, and 7 is the
time scale for return of the atoms to the ground state,
the condition I'’<<1 will ensure that the dipole moments
remain in phase. For a rough estimate, we may use the
approximation (3.28) which predicts for p(r)=% the
value 7=In(m-+1)/wm.

The following remarks are concerned with photon-
number fluctuations. The operator which represents the
total number of photons at time tis N(£) =2 3 Gap'@ap.
According to Eq. (1.25), N(@)=M(0)+N(0)—M(t),
where M ({)=3_ c.'c, represents the total number of
excited atoms. Let us assume that in the initial state
all atoms are excited and no photons are present, so that
(M(0))=m and (N(0))=0. Then, (N2(t))—(N())?
=(M*1))— (M (1))*. Since (M (t))=mp() and (M*(?))
=mp1(f) +m(m—1)ps(t), we conclude that

(N2(1))—(N(1))?
=m[p2() = p1*(t) J+-mLp1(t) — p2(8)].  (3.29)

Obviously, the mean-square fluctuation of the photon
number is zero at time /=0, and approaches zero as
t—oo. In the special case of a single atom (N?2(¢))
—(N(#))*=e"**(1 —e**). In the general case m><1, one
can eliminate m(m—1)p,(f) from Eq. (3.29) by means
of Eq. (3.27).

(3.28)

SPONTANEOUS EMISSION BY IDENTICAL ATOMS

321

Our theoretical model is based on the assumption
that m identical atoms are contained in a volume whose
extension is much smaller than the wavelength of the
emitted radiation. In a real experiment it will be
difficult to observe the emission from a single system
or “cluster” of m atoms in a sufficiently small volume.
It may be possible, however, to study the emission from
a macroscopic sample which contains a large number of
similar systems, for example, pairs of atoms, under
conditions where the distance between the clusters is
very large compared with the wavelength. It is only
required that the clusters do not form a regular lattice
with spacings exactly equal to a small integer number
of wavelengths. If these conditions can be realized, it
should be expected that Z identical clusters will con-
tribute to the total emission rate W()=ZW.(?).
Assuming statistical independence of the emission from
different clusters, the mean-square fluctuation of the
total number of photons emitted in the time interval
from zero to ¢, i.e., the total number of photons present
at time ¢ is Z times the expression in Eq. (3.29).

APPENDIX

It is instructive to derive an approximate solution
for scattering by a very large number of atoms with a
broad distribution of resonance frequencies. In contrast
with the methods described in Secs. II and III, the
reaction of the radiation oscillators on the atoms will
now be neglected. For this purpose we consider the
Hamiltonian

mx ne
H=13 ox 2 onlont2 2 wa X (Gaptaas+3)
by B=1

p=1 3

—hg z Z (a,,,afc)\,‘—f-c)‘,,\‘a‘,p)

a,f \p

—hG 2 (ol taeter), (A1)
Au

which represents two-level atoms with various resonance
frequencies wy in the presence of an external field with
frequency w; and constant amplitude G. The simple
form of this Hamiltonian is justified if for all resonance
frequencies (wx—w;)/w1<K1 and if the corresponding
wavelengths are very large compared with the dimen-
sions of the volume which contains all atoms.

The equations of motion of the operators @.s and ¢y,
are

daﬁ+i“’aaaﬂ *ig )\Z Crpy (AZ)
"
(oY EIENoW =i[5XA,CXuT]{g > aaﬂ"‘Ge—‘““} . (A3)
a,f

From (A2) and the corresponding equation for a,gt it
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follows that
d
— 2 (aastaag)
dt a8
=1g{ Z aaﬁT Z CML—Z C)\pT Z daﬁ} . (A4)
a,B Au Aop a,B

In analogy with Eq. (1.11),
%daﬂ-:Z ¢ oat Zﬂ: ap(0)+imgp(wo) ? o, (AS)
a, « "

provided the density of states p(w) is essentially con-
stant over the whole range of resonance frequencies,
and all resonance frequencies are approximately equal
to wo. If no photons are present in the initial state

d
(X aaplaas) =2rg(w)( X ox! 2 car).  (A6)
dt a8 \ou o

For a large amplitude G one can solve (A3) with g=0
and substitute the approximate solutions for )" and ¢,
in (A6). Radiation damping is thereby neglected. For
g=0 the equations of motion are

Onutionone =1Glenwond Je ™1 (A7)

by means of c,(£) =g (f)e~*“1* one obtains
dwtilon—w)gu=1GLgpuwon'], (A8a)
o’ —i(r—w)gnt = —iGlonugn'],  (A8D)

and it follows immediately that

(A9a)
(A9Db)

G ti(on—w)gr= 202(%»7 - qku) y
Il —i(er—w)gn =26 — g\t .

From the last two equations one obtains two coupled
differential equations for Sy=gqu+q.f and D,
=@w—qw'- The final solution can be written in the form

ow(®) =€~ fi()oru(0)

+a@ont (0)+n(®)[en(0),0.1(0)]}, (A10)
where
fe2
H() =cosht+2—(1 —cos)
02
— L (or—wr) sinyt, (A11)
A
o) =(G*/H2)2(1 —cost) , (A12)
G W) —w1
() =—[ (1 —cos\)+i sint | (A13)
A A

with @\ =[ (wy—w1)2+4G2]'/2. This solution satisfies the
requirement ¢,,%(f) =0, and o, (&)en,t () Fert (Hora () =1.
If all atoms are initially in the ground state so that the
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initial state of the whole system is |¢(0))=ITx.x [¥as%),

then

WO XZ ot 2 car[¥(0))

=>; m{ | () |2+ () ]}
+3° min* (1) X moho(t), (Al4)
A I'4

where m) denotes the number of atoms with resonance
frequency w). In terms of a normalized frequency
distribution X(wy) for the total number of atoms m, one
obtains in the limit

Z my— m/dw)‘ X(w)\)
for the total emission rate in (A6):
*© sin22 Oyt
Wa(t) =wm4G2[ doy X ()
0 A
© Wy —w1 2
+wm2G2[ / dan X (wy) (1 —costt)]
0 2
* sinQ¢72
+wm2G2|:/ dwy X(w)\) :| y (A15)
0 A

where w=2mg?(wo) is the transition probability per
unit time for spontaneous emission by one completely
excited atom. The first integral in (A15) times 4G?
represents an average over all resonance frequencies of
the probability of the excited state. The additional
factor wm determines the incoherent contribution to
the emission by all atoms. If the width of the frequency
distribution X(wy) is large compared with @, one can
replace X(w) by the constant value X(w;) and integrate
over the variable wy—w;=w from —w to 4. The
second integral in (A15) vanishes in this approximation,
so that

sin2}4(w2+4G?)1/2
w2+4G?

sinf(w?+-4G?)1/272
dw——————~:| }, (A16)
(w2 +4G2)1/2

9 o
LVm(l)':w[KZG_'/ dw
TJ—0

1 +00
2d
T J—

where K =mnX(w;)G is a dimensionless constant. Since

2d

mdlJ_o

+oo sin2%l(w2+4G2)”2J
w?+4-4G*
1 = sint(w2+4G2)1/2
/ ——dw=7,(2G?),
(04-4G2)1/2

(A17)

TJ—w
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emission rate approaches the value W () ='L.UK . .In
the special case of a Lorentzian frequency distribution

X(wn) = (T/m)[(n—wo)?+T?T, K has the value
K=mGI‘[(w1 —wo)2+r‘2:|'"l,

and in particular, K =m(G/T) for w; =w,. The conditions
for the validity of the approximation are w<<G<T, and
mw<T.

one obtains in terms of zero-order Bessel functions
2Gt
Wa(t) =w{K/ Jo(x)dx+K2T2(2Gt) ; . (A18)
0

This result includes the incoherent and coherent con-
tributions of emission. In the limit {—co, the total
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Effect of Pressure on the Néel Temperature of Cobaltous Oxide*
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The effect of pressure on the Néel temperature of CoO powder samples is measured up to 150 kbar by
the thermal scanning of Mossbauer absorption. The hyperfine field H, which is known at room temperature
as a function of pressure and at 1 atm as a function of temperature, is represented as a function of
e=1—T/Tn. The constant-temperature data follow the theoretical law H~e/3 over a larger range of e
than the constant-pressure data. This result is discussed within the present model for the magnetic proper-

ties of CoO.

I. INTRODUCTION

MOSSBAUER measurements of the hyperfine field
on Fe®” in CoO at room temperature and pres-
sures up to 250 kbar ! indicated a marked increase of
the Néel temperature in agreement with earlier pressure
studies on CoO in the range 0-6 kbar.? This agreement
seemed surprising, since the hyperfine field studies used
powder samples and it is known? that the Néel tempera-
ture in CoO at atmospheric pressure depends sensitively
on grain size, stress, and imperfections. In addition to
this question, direct measurements of the Néel tempera-
ture in CoO over a larger pressure range were expected
to show how far the hyperfine H at constant tempera-
ture and high pressures follows the theoretical 3-power
law#5 H <« [1—T/T x(P) ] and how the high-pressure
results compare with studies at 1 atm and lower
temperatures.®

* Supported in part by the U. S. Atomic Energy Commission,
under Contract No. AT (11-1)-1198.

t Present address: Physik-Department der Technischen Hoch-
schule Miinchen, Munich, Germany.

1 C. J. Coston, R. Ingalls, and H. G. Drickamer, Phys. Rev.
145, 409 (1966).

2 D. Bloch, F. Chaissé, and R. Pauthenet, J. Appl. Phys. 37,
1401 (1966).

3 A. Tkushima (private communication).

4 E. Callen and H. Callen, J. Appl. Phys. 36, 1140 (1965).

5 L. P. Kadanoff, W. Gétze, D. Hamblen, R. Hecht, E. A. S.
Lewis, V. V. Palchiauskas, M. Rayl, J. Swift, D. Aspnes, and J.
Kane, Rev. Mod. Phys. 39, 395 (1967).

8 H. N. Ok and J. G. Mullen, Phys. Rev. 168, 563 (1968).

II. EXPERIMENT

The change of the Néel temperature in CoO under
high pressures was measured by thermal scanning of
Méssbauer absorption.”® Using the values of the isomer
shift and linewidth measured previously by the high-
pressure Mgssbauer technique,' the thermal scanning
curves indicate that the transition is broadened because
of a spread of local Néel temperatures in the powder
samples, which were prepared for consistency according
to the earlier procedure,! and exhibit a single-line spec-
trum at 1 atm, identical with the atmospheric spectrum
exhibited in Fig. 2 of Ref. 1. The mean value of the
Néel temperature in these samples at atmospheric pres-
sure was (2644-6)°K. Despite this rather large un-
certainty, the changes of the Néel temperature under
pressure are determined by the thermal scanning
method with more accuracy,® and the uncertainty is
still small compared with the effect of pressures in the
range 0~150 kbar.

Furthermore, the hyperfine field data at 20 kbar,!
which correspond to Tx(20 kbar)= (245+3)°K, relate
the measured changes to an absolute scale and allow a
direct comparison with the earlier results on bulk
material at lower pressures? (see Fig. 1).

7 B. D. Dunlap and J. G. Dash, Phys. Rev. 155, 460 (1967).
8 W. B. Holzapfel, J. A. Cohen, and H. G. Drickamer,
Phys. Rev. (to be published).



