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Some nonequilibrium properties of an impurity in a linear chain of spins with nearest-neigh-

bor interaction of the isotropic X-Y type are studied.

It is shown that under certain conditions

its behavior is in agreement with the general principles of statistical mechanics. The relax-

ation in the presence of a transverse field is also studied, and it is found that in the weak cou-
pling region the approach to equilibrium is described by a sum of exponentials. However, the
results do not agree with the solution of the Bloch equations.

I. INTRODUCTION

The magnetic relaxation in a spin system which
is isolated from the lattice vibrations has been the
subject of interest in the past years. '™ In the the-

oretical considerations, one normally assumes
that the methods which are employed in nonequilib-
rium statistical mechanics also apply in this situa-
tion. On the other hand, it was recently demon-
strated that a nontrivial model such as the X-Y
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model®* does not satisfy the usual assumptions of
statistical mechanics.®~® In this paper we study
a slightly different model which is also exactly
soluble.. The model consists of a linear array of
spin-3 particles with nearest-neighbor interaction
of the isotropic X-Y type. In contrast to the X-Y
model, we assume that one of the spins is an im-
purity in the sense that the interaction with its
neighbors is different in strength and also that it
may be coupled differently to the external field.
It will be shown in this model that, under certain
conditions, the motion of the impurity spin is well
in accordance with what one expects on general
grounds. The physical reason for this is that the
other spins can act as a thermal bath for this im-
purity.

One particular way to describe the behavior of
a magnetic system is by the Bloch equations. ® As
is well known, these equations play a very impor-
tant role in the macroscopic description of relaxa-
tion in the presence of an external magnetic field.
The equations essentially imply that there are no
coherence effects between the external field and
the relaxation process, even for relatively strong
fields. If we suppose that a magnetic field with
components (%, 0, H) is applied to the impurity,
then the Bloch equations have the form

_ﬁi_ x_ M* y
ap M¥= - +HM

M®
;id?Mu_HM”_fmlM' , (1.1)
d. . . M*—M,
M-

where M® is the ath component of the magnetiza-
tion of the impurity, and M, is the equilibrium
value. In the microscopic derivation of Egs. (1. 1),
one usually assumes that in addition to the weak
coupling approximation the system can be com-
pletely described by the observables M® The
validity of the above set of equations can readily
be studied in this model for the case that the im-
purity is at one of the ends of the chain. It is
found that they are not valid in this model, al-
though the time dependence of the magnetization
is described by a sum of exponentials. The reason
for this failuré is that the observables M® are not
sufficient to characterize completely the behavior
of the system.

The organization of this paper is as follows:
In Sec. II we describe the model and the method
used to diagonalize the Hamiltonian. Further-
more, an expression is derived for the time de-
pendence of the longitudinal magnetization of the
impurity. The long-time behavior of this expres-
sion is studied in detail in Sec. III. In particular,

it is shown that the value of the magnetization for
t - is well in accordance with the canonical dis-
tribution only for a limited range of values of the
external field which is applied on the impurity.
Section IV deals with the autocorrelation functions
for the impurity. Finally, Sec. V, the magnetiza-
tion is determined in the presence of a transverse
field.

II. MODEL

Let us consider a linear chain of spin-3 par-
ticles with nearest-neighbor interaction. Although
the results in this section can readily be extended
to the case that the impurity is situated anywhere
in the chain, we shall assume for notational con-
venience that its position is at the beginning of the
chain. The Hamiltonian of the system is given by

H) =3 H)+V (2.1)
with
N N-1
o () =~ HS~Hy 23 SF+d 3 (STSK,+5FSE)
i=1 i=1 2. 2)

V=g(S¥s¥+s¥sh

Here, S{ is the ath component of the spin operator
of the i¢th spin, while the impurity spin is supposed
to be the zeroth spin. Let us, for convenience,
assume that the parameters g, J, and H; in Egs.
(2. 2) are positive. As is well known, we may re-
write the Hamiltonian in terms of Fermi operators
by defining the operators S7,S;

i=Si

S
Si="5

, Sf=SiSi-z , (2.3)

Si+S;
and introducing the Fermi operators c;,c} through
the relation

i=-1
Si=clexplim 22cle,) . (2.4)
k=0

Equations (2. 2) then become
N\
JCO (H) =_HCECO_HL Z/ C;C,
i=1

N=-1
+37 20 [eleq+H. e+ S(H+NH,) |
“
' (2.5)
V=3glclc,+H.c.]

To diagonalize this Hamiltonian, we closely fol-
low the method of Ullersma'® used in his studies of
Brownian motion. The diagonalization procedure
consists of two steps. The first step is to diago-
nalize the operator 3¢y by the canonical transfor-
mation

N
C,,,=2Umv17v’ m=1,...,N (2.6)
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with
Upy=[2/(N+1)]Y2 sin[mvn/(N+1)] .
In terms of the Fermi operators 7, n} the expres-
sions in Egs. (2.5) become
¥Co(H) == Hchco+ f) A0, +3(H+NH,) |
. 2.7

’

N
V=2 alein, +nleo)
=
with
A,=-Hp+Jcos[vm/(N+1)] , a,=3gU,, .

In the second step the total Hamiltonian 3C is diago-
nalized with the aid of another canonical transfor-
mation

N
No=Co= 2 Vorts
k=0 (2. 8)

N
77V=Eo Vvk‘gk , v=1,...,N
k=

with V,, real. Here &,, £} are again Fermi opera-
tors. In order that (2. 8) be canonical, it is nec-
essary that the following orthonormality condition
is satisfied:

N
Z: V‘,k Vvk' = ékkl .
v=0

(2.9)

Dropping the constant term 3 (H + NH;) the Hamil-
tonian can be expressed as

3C(H)=Ek7\k§{§k .

It should be noted that since the eigenvalues X, de-
termined by Eq. (2.13) below can in general have
positive and negative values, the equilibrium ground
state is given by that state where the modes with

2 <0 are occupied. The corresponding ground-
state energy is given by

Eo=3H+NH)+2 0N,

(2.10)

where the summation is restricted to the eigenval-
ues A\, with A, <0. In order that 3C have the form
(2.10), the coefficients V,, should satisfy the fol-
lowing set of linear equations:

N
-HVg+ 2z a,Vy=2Vo ,

vel (2.11)
avVOk"'AvVvk:xkvvk , V= 1, e ,N .
Substituting Eqs. (2. 8) into the Hamiltonian given
by Eqs. (2.7) with the term 3 (H +NH ;) dropped,
one, indeed, easily verifies [using Eqs. (2.9) and
(2.11)] that 3¢ has the form (2.10). From the sec-
ond equation in (2. 11) we have

Vie=[a,/ (A= A)] Vop, (2.12)
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On substituting this in the first equation of (2. 11)
we obtain the secular equation

N az
Ny+H = 23 —2— =0

v=l A\p v

(2.13)

for the eigenvalues 2,. Finally, we have to deter-
mine Vy,. Inserting Eq. (2.12) into Eq. (2. 9) gives

N 2 -1
v§k=(1+2 “—A)T) ) (2.14)

v=1 (Ak -

To illustrate how this diagonalization procedure
can be applied in an actual calculation, we deter-
mine the time dependence of the longitudinal mag-
netization of the impurity. Let us assume that for
t <0 there is an external magnetic field H + . present
along the 2z axis and that the system is in statistical
equilibrium. Then the system can be described by
the density matrix

p’hh:e-BJC(H#h)/Tre-B:!C(lhh) , (2. 15)

with 8=1/kT. If we now suppose that at =0 the
field & is suddenly switched off, then the time-de-
pendent behavior for ¢ 2 0 of the longitudinal mag-
netization of the impurity is determined by

(S§ (£)) =Trpu,4SE ()
with

S; (t) = ewc(ﬂ)ts(t’e-ix(ﬁ)t

(2.16)

(2.17)
In view of the relation
Sg: Cgco - % )

we may evaluate Eq. (2.17), using Egs. (2.8) and
the property

£ (D) =e Mg, | (2.18)
to obtain
SEW)=- 3+ Z;k Vor, VOkzgszEkzexp[i(xkl - 7‘1:2) t] .
kyrRg
(2.19)

In order to simplify matters somewhat, we replace
the density matrix pg,, in Eq. (2. 186) by

PO (H +1) = e B¥0H+M) /T pg B%q(Hem) (2. 20a)

In doing this we do not expect to change the main
features of the time behavior of Eq. (2.16) dras-
tically for small values of g. Moreover, since we
will in particular be concerned with the weak cou-
pling limit, i.e., g0, -, such that g? is kept
constant, the approximation (2. 20a) becomes exact
in this limit. Of course, the calculations can also
be performed with Eq. (2. 15) (see the Appendix).
The expressions become more lengthy, but it can,
indeed, be verified that our results do not change
qualitatively. To find Eq. (2.16) we have to com-
pute
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(£, £5) =Trp'® (H +h) £}, &y, (2. 20b)

This is done by applying the inverse transforma-
tion of Eq. (2.8),

N
Ex=20 Vil - (2.21)
v=0
We find, using relation (2. 12),
R f1 (Akl)_fl(xkz) 1
<£"1 £"2> =Vor, Von, Ao, = My e m | o
(2. 22)
with
a BAyY-1
fi)= 25 A [1+°7]L

Noting now that in the limit of 3=0, Eq. (2.16) tri-
vially reducestozero, we may as well subtract the
expression for 8=0 from Eq. (2.16). In so doing,
and by virtue of Eqs. (2.19) and (2. 22), we obtain

(Soz(t» E V(am VOk expi(}, ~ Kkz)t
kyoky
) = FO0)
X -TT_ +tanh%B(H+h) (2 23)
ky T TRy
with
f)= Z) A tanhzB A, (2.24)

v=l
The summations over 2; can now be converted into
integrals by applying Cauchy’s theorem. Intro-
ducing the function

RO =[x+H ~f (V)] (2.25)
with
foN)= Zl} - A , (2. 26)

we may write, in view of Egs. (2.13) and (2. 14),
(SZ(1)) = H(1/2m)*$dr § dA"ROVR(N")
e OMHO- )T F ()= f (A1)

+tanhzp(H +h)} (2. 27)
where the integration path encircles in the counter-
clockwise direction all the poles of R()\), which are
situated on a part of the real axis in the X plane.

Up to now, all considerations apply for a finite num-
ber of spins. We now take the thermodynamic limit
N, Then, the summations in Egs. (2. 24) and
(2. 26) are replaced by integrations. We get

A. TJON 2

T sinxdx N
F= 21r.£ mtanhzﬁ(JCOsx—HL),
(2. 28)
foy=E [T _sintrdr
0 2rJy N+Hp-Jcosx
—rgJ DH =[O+ H ) = F1Y%,  (2.29)

where the square root is defined to be positive for
positive arguments. Evidently in the process of
letting N - = the poles of R(\) become a dense set
on the real axis, so that, at the end, they consti-
tute a branch cut. As is obvious from Eq. (2. 29),
this cut extends from - H;~J to —H,+J. In addi-
tion, notice thatfor asufficiently large field H, R(\)
has apoleinthefirst Riemann sheet. This happens

if X is a solution of the secular equation R(2)™=0,
with X real and outside the cut, i.e., A>=Hy+J

or \<-H,;-J. Notice, also, that the analytic
structure of R()\) is simple. Apart from the square-
root branch points at A\=—H +J, the only singular-
ities of R()\) are two poles. We may distinguish be-
tween two possibilities: (i) Both poles are in the
second sheet; they can then be either real or com-
plex, depending on the value of H. In the complex
case, the poles are complex conjugate of each

other. (ii) One pole is in the first sheet while the
other one is in the second sheet. Both of them are
real.

III. ASYMPTOTIC BEHAVIOR OF LONGITUDINAL
MAGNETIZATION
In Sec. II we derived an expression for the time

dependence of the longitudinal magnetization of the
impurity spin which we should like to study in detail
in this section. In particular, we would like to ex-
amine the behavior for asymptotic large times. To
do this, we introduce the Laplace transform

g(p)= fo“e‘”dt<s§(t)> with Rep >0 (3.1)

From Eq. (2.27), we obtain, by deforming the con-
tours in the X and A’ planes,

£(p)== (1/4nip) [~ dAR(A-i€) R\ +ip)

x [f(x=i€) = f(A+ip) ~ ip tanh3B(H +h)]
(3.2)
with € ¥ 0. Using the identity

RMRM)=[RON)-RA [N = x4fo(N)=fo 0],
(3.3)

which follows immediately from Eq. (2. 25), the ex-
pression (3. 2) can also be written as



oo

2(p)=(1/4ip) [~ d\[R(\~i€) -~ R(\+ip)]I(\, p)

with (3.4)

I, p) = [ip tanh 3B(H +1) +F(A +ip) - F(\ = i€)]

x [ip - fo (A +ip) +fo (A= i€)]™ (3.5)

Let us first consider the limiting value of (SZ(¢))
for t -, It is simply given by the residue of the
pole of g(p) at p=0, i.e.,

Lim(SZ(¢) =Z:Ti-fwd7\[R(>x— i€)— R(A+ie)]lironl(7\,p) .
=00 pi

t oo
(3.6)

If the general assumptions of statistical mechanics
are valid, then we anticipate that this quantity is
equal to the expectation value of Soz taken over a
canonical distribution corresponding to the situation
where there is an external field H present. This
distribution is described by the density matrix py.
By straightforward application of the method de-
scribed in Sec. II, we get

TrpyS§ =~ (1/4m) [~ d\[R(x-i€)
- R(x+i€)]tanh3zpr,  (3.7)

which holds for any given value of g. To compare
this with the expression (3. 6), let us first assume
that the only singularity of R()) in the first sheet is

given by the branch cut between - H;-J and - H +J.

Then the only contribution to Eq. (3.6) comes from
the cut. For this region, we have, according to
Eq. (3.5),

131;11(x,p)=[f(x- i€) - f(x+i€)] [fo (X +i€) = fy (A= i€)]?

In view of Eqs. (2.28) and (2. 29), this reduces to
limI(), p) = — tanh3x
10

so that we, indeed, see that Eq. (3. 6) is the same
as Eq. (3.7). We now turn to the case that R()\) has
an additional pole A, in the first sheet, which is out-
side the cut and on the real axis. In the presence
of the pole ), the expressions (3.6) and (3.7) will
no longer be identically the same because of the
contribution from this pole. In fact, we have

1

1»1};1 I, D) =(%f%l)— +tanh3B(H +h))(-‘%%%l + 1) ,
(3.8)
which depends explicitly on the previous history of
the system through the presence of the second term
in the numerator on the right-hand side of Eq. (3. 8).
We proceed to discuss the behavior of the mag-
netization for long times. From now on, we re-
strict ourselves to the high-temperature approxi-
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mation, i.e., we retain only terms up to linear in
B in the expression (3.5). The results on the time
dependence of (SZ(£)) in the high-temperature limit
will be valid on time scales such that #/8 is large.
The reason is that, for finite temperatures, we get
additional exponentially decaying functions of ¢ with
arguments which are proportional to 8. Their
origin is in the poles of the hyperbolic-tangent
function. For a discussion of this, we refer to
Ref. 8. In the high-temperature limit, Eq. (3. 5)
reduces to

I\, p) = 3Rlip(H + 1) + (A +ip) fo (A +p) = Afo (A= i€)]

X [ip=fo(N+ip) +fo(A=i€)]? . (3.9)

Let us, for the moment, consider the case where
the poles of R()) are complex. Denote them by X,
and X, with Im); >0 and A, =25, The following prop-
erties of g(p) readily can be inferred from Eq. (3. 4).
It is regular in the p plane, except for a pole at

p =0 and a cut with logarithmic branch points at
+2iJ. Furthermore, the function 2(p) can be writ-
ten as the sum of two terms, one of which, when it
is continued analytically from right to left through
the above-mentioned cut into the second Riemann
sheet, yields another branch cut between i(H +J
+)y) and i(Hy - J +X;). The branch points are of a
square-root type. Similarly, the other term has

a branch cut between —i(Hy+J +X;) and —i(H;-J
+2;). Finally, the analytic continuation through
these cuts into the “third” sheet yields, as singu-
laritiesin this sheet, poles at p=0 and — 2Im),. To
determine the long-time behavior of the magnetiza-
tion, we make use of the above analytic structure

of 2(p). For ¢>0, we have
1 jo+E
CHON “omi dpe”* g(p) (3.10)
T ore
with € >0. In the case'that the branch cuts in the

second sheet of the p plane intersect the real axis,
and the pole at - 2Im),; is far away from the various
branch points, i.e.,

Im\, <Min(2J, [Hp+d +)]) (3.11)
the expression (3. 10) can be computed by deforming
the integration path into the second and third sheet,
as, for example, shown in Fig. 1 for one of the
terms of 2(p). For long times, the main contri-
butions come from the poles and branch points.

As a result, we find for
t> Max(|J |, Hypsd + 0|7
(S&(t)) =A + Be-21mrt

#7321 {C, exp[i(H +J +\) ¢ + i)
- C_explitH, - J+2 )t - %in]}

+Dsin2Jt/83 (3.12a)
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with
A=—(p/8m) [ d\[R(x-i€)= R(\+i€)]X , (3,12b)

2 2_ 72 -
= BAP[2J(2 = (\ +H)D)]V?

Ct = 4,”1/2

A. TJON

FI—Hp) Hy—H+d)+(H+h) (M +Hp2d) + 2 Fo ()
(N +Hpxd)(H-H, )% (1= 2a) Im2,
(3.12d)
Ba®J[2H +h-H (2~ a)]

“G[H-H) - (l-af °’ (3.12¢)

where a=g2/2J% and f,()) is the analytic continua-
tion of fy () into the second sheet. For fixed g, the
second and third terms in Egs. (3.12) are exponen-
tially small for > 1/g% and should be dropped.
Hence, for times long compared to 1/g%, the system
is governed by a nonexponential time behavior

given by

(SE(t)) =A + D sin2Jt/8* .

Since the validity of rate equations is expected to
hold in the so-called weak coupling limit, ! we turn
to study this situation. Physically, the weak cou-
pling limit describes the behavior of the system in
time for sufficiently weak g on time scales of the
order of 1/g%. In this case, the above-mentioned
terms in Eq. (3.12) are not exponentially small in

Imp

————— -— = =l 20y

Rep

™\

a4

™\
Q7

-2iJ

FIG. 1. Contour for evaluating the asymptotic behavior
of one of the terms in Eq. (3.10). Solid line: first
Riemann sheet. Broken line: second Riemann sheet.
Broken dotted line: third Riemann sheet.

Ino

this limit. For sufficiently weak g, the poles of
Eq. (2.25) are simply given by

M=Af=—Hia{-H+H +iy[J? - (H,-H)} .

(3.13)

Using this in Egs. (3.12a)-(3. 12d) we see that, for
sufficiently weak g and ¢ of the order of l/gz, the
contributions which do not vanish are (3. 12a) and
(3.12b). We obtain in this limit the purely expo-
nential behavior

(SE(t)) = 1BWH +he™'T1)
where the longitudinal relaxation time 7, is given by

2
Ti'= (g /PNI? - (H-H,P]E . (3. 15)

Let us write down what we get for 7, according to
perturbation theory. One way to perform the cal-
culation is to use a master equation approach. 2
We then find

(T;l)pert = [<SOZ(0)> - <Sg(°°)>]-l
xf_: ar([[SE, V(M V] ,

(3.14)

" (3.16)
wil
V(1) = 0Ty t¥UinT

It is easily verified by explicit calculation of Eq.
(3. 16) that it indeed agrees with Eq. (3.15).

We conclude this section by discussing briefly the
cases different from Eq. (3.11). For a fixed value
of g, we may vary, for example, the magnitude of
the field H. Correspondingly, the poles A; of R())
move along the cut until they are near one of the
branch points. In this situation we do not expect
that the exponential behavior given by Eq. (3. 186) is
valid any more, since the influence of the branch
point near the pole — 2Im}; will be important. The
contributions from both singularities should then be
treated together. Varying H even further leads to
the case that both poles are on the real axis. This
corresponds to the situation where the poles and
branch cuts of 2(p) have moved to the imaginary
axis of the p plane. As was discussed in Sec. II,
one of the poles of R(\) can also appear in the first
sheet. In this case, something qualitatively new
happens with the behavior of (SZ(t)). The appear-
ance of the pole of R(}) in the first sheet has as a
consequence that the pole of () at p=0 which was
in the third sheet also shows up in the first sheet
of the p plane. It is precisely the appearance of
this pole which causes the discrepancy with the
“canonical” answer for 1im(S{(¢)) as {—~ .

1IV. AUTOCORRELATION FUNCTIONS

As is well known, according to the Kubo-Tomita'?

theory the linear response to an oscillating mag-
netic field which is applied to the impurity is, at
high temperatures, simply related to the Fourier
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transform of the autocorrelation functions. They
are defined by

C,y(#) =TrS}(t)S;/Tr1 (4.1)

and

C,(t)=TrSZ(t)SZ/Tr1 . (4.2)

This section is devoted to the study of the time de-
pendence of these functions. It should be remarked
that, in contrast with the previous sections, most
of the results in the remaining part of this paper are
only valid for the situation that the impurity is at
one of the ends of the chain.

By virtue of Eq. (2.4) we may rewrite the cor-
relation functions in terms of Fermi operators.
Introducing again the Laplace transforms of these
functions,

Ci (P)= ./;)”Q-Ptdtci(t)

applying the canonical transformation (2. 7), and
taking the thermodynamic limit N - « gives

with Rep >0, (4.3)

¢, (p)=(1/2i)R(~ip) (4.4)
and
¢, (p)=(1/8mip) [ d\R(x-i€)R(\+ip)
x[2ip +fo(A=i€) = fo(X+ip)] = 1/4p (4.5)

Let us first consider C,(¢).
g and

H;-J<H<Hp+dJ ,

For sufficiently weak

(4. 6)

we may compute the asymptotic long-time behavior
by deforming the integration path as shown in Fig.
2. The main contributions come from the pole at
A, given by Eq. (3. 13) and from the branch points
at - H;+J. Since the latter are of the order ga, we
have

cl(t)_:eiRe).l te't/T2+O(g2) , (4' 7)

where the transversal relaxation time T, is given
by

1/Ty=(g%/2J) [T~ (H - H 2] "2, (4. 8)

Similarly, under the condition (4. 6) and weak cou-
pling, we get

Colt)=e™T1,0(g% (4.9)

where T, is given by Eq. (3.15). From this we see
that in this model the relaxation times are simply
related by

T2= le . (4. 10)

Some comments are in order on the situation
where the pole A, of R(}) is in the first Riemann
sheet. Instead of Eqs. (4. 8) and (4. 10), we then
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FIG. 2. Contour for evaluating the asymptotic behavior
of Cy(#). Solid line: first Riemann sheet. Broken line:
second Riemann sheet.

get
Cy(t)=3e™Mt+0(g?) ,
Calt) =3+0(g?

with A, real. In the absence of g, we see from Eq.
(3. 13) that 1, is just the Larmor frequency of the
impurity. The effect of g, in general, is not only
to shift the Larmorfrequency, but alsoto damp this
frequency mode. However, if ), is in the first
sheet, then this mode persists in time, and as a
consequence SZ is up to order g2 a constant of
motion. Because of this fact, we should not ex-
pect canonical considerations to hold in this case.

V. RELAXATION IN PRESENCE OF A TRANSVERSE
FIELD

To study the validity of the Bloch equations in
this model, we consider the following situation.
Suppose that, for ¢ <0, there is a field H present
along the z direction and that the system is in equi-
librium. Similarly, as in Sec. II, let us use, for
simplicity, instead of the initial density matrixpy,
the operator p‘®(H). Let us now assume that at
t=0 a field %, is switched on along the x direction
and that it only acts on the impurity. Then, for
t >0 the magnetic moment is determined by

(S&()) =Trp® (H)S§(t)
with

(5.1)
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S&(t) =e*®Ssget® (5.2)
where

=3C(H) - shy (S§+S7) . (5.3)

In order to diagonalize Eq. (5.3) we replace % by
a new Hamiltonian

3C, =3C(H) - 3hy (S§+Sg) (S} +S7y) (5. 4)
where we have enlarged the Hilbert space by intro-
ducing a fictitious spin at the position to the left of
the impurity. It can easily be seen that, with this
new Hamiltonian, we have to compute, instead of
Eq. (5.1),

(Sg#)) =({S§(®)) +{(S§() (S*y +S) N (5. 5)
with
(A =Trp® (H) A

Here, the trace should, of course, be taken with
respect to the (N +2) spins.

We now turn to the diagonalization of Eq. (5.4).
First, we rewrite JC; in terms of Fermi operators
in the same way as in Sec. II, except that the sum-
mationin Eq. (2. 4) now startsfrom - 1. Next, we ap-
ply the two canonical transformations (2. 6) and (2. 8)
to diagonalize 3C(H). Defining

5 S-! 3

we get

N
= 20 [E}AwE +3(ELByEl+H. c.)] (5.6)

Ry I==1
with
0 By +-- By 0 By --- By
Bo Mo 0 —B O
A= . ,B= . s
By O Ay - By
5.7)
and (
Bp=—3hy Voy . (5. 8)

Finally, the Hamiltonian (5. 6) can be diagonalized
by using the canonical transformation

N
§k=l2-1(gki£i+hki£§) (5.9)

with g,;, h,; real and where ¢,, ¢! are Fermi oper-.

ators. Then
3, =20, Eplt, +const. (5.10)
If we introduce
Pri=&ri+hpy
Vi =8ri=Nps

(5.11)

TJON 2

then the eigenvalue equations become
Gri(A=B)y=Edy; ,
Vg A+B)y=Eydyy ,

which yield, by virtue of Eq. (5.7) and the orthonor-
mality condition for 3,

2B\

(5.12)

Ppi= Ez“_“z'll’k,q
2{3E fori=0,...,N,
¢k¢ k 4)1:,-1
. . (5.13)
4ﬁ,x )'
a=11
Zpk, 1 ( +E(E L) ’
Ekd)k,-l:o'

Substituting the first two expressions into Eq.
gives (5.11)

Zri =By (Bp= )"y 4
Py =By (Ep+X) 7 g,

The eigenvalues E, are determined by the secular
equation

RIMEW=0 (5. 15)

with

}fori=0,...,N. (5.14)

N
R (E)=E (1-— 5453—'—;2) . (5. 16)

i=0
We distinguish between two possibilities: (i) E, #0,
then ¢, ,=0; (ii) E,=0, then ¢, ;=1. From Eq.
(5. 15) we see that, if E, is a solution, then — E, is
also. We now have the freedom to choose all E,,
to be non-negative. Notice that Eq. (5. 16) can be
rewritten as

RME)=E + 31} [R(- E)-R(E)] . (5.17)
We now proceed to compute the transversal mag-
netization, i.e.,

(So(£))=((S5(2))) +{(S5(t) (S +S2))) . (5.18)

Since the first term in Eq. (5. 18) is odd in the num-
ber of Fermi operators, it simply vanishes. The
second term is rewritten as

((Sg(t) (S2y +ST)N = [ E4(2) + £ L®OIne®)

which can be calculated by applying the canonical
transformations (2. 8) and the relation

Cat)=e By, .

As a result, we obtain after some algebra for the
Laplace transform of the transversal magnetiza-
tion,
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Gap)) =ik, 35 Byt L4t F(E,E")=[n}/4(E - E")][RE)RE")CE,E’)

k==l I==1
+R(-E)R(-E’)C(~E, -E")], (5.20)
R(-E)F(E,,E,) R(-E)F(=E,E)
x( p+iE,—iE, = p-iBy-iE; C(E,E")=3[fE)-f(E")+(E - E")tanh3pH] .

(5.21)

R(E,)‘F(E,f, ~Ey) +R(E I)F(‘ E.k’ ‘El)) To change the summations in Eq. (5.19) into inte-

p+iE, +iE, p-1iE,+iE, grals, we make use of the Cauchy theorem. It is

(5.19) not difficult to show that Eq. (5.19) can be rewritten
with ) as

(85(p)) = [hy/2(2i)?] § dE § dE'R,(E)R,(E"){niR(E)R(E')R(-E")C(E,E")

+R(~E)R(-E’)[WiR(E')-2E’]C(-E,-E")} (E-E")(p+iE-iE")]" . (5.22)
Here the integration path encircles in the counterclockwise direction all the poles of the function R;. In or-
der not to pick up contributions from the singularities of R(E’) in the integrations in Eq. (5. 22) we have made
use of Eq. (5.15) before the conversion of the summations. Now, one of the integrals in Eq. (5.22) can be

explicitly carried out so that we get

(85(p)) = (hy/47ip) [~ dE R,(E ~ i€) R,\(E JR(~ E +i€) {t{R(E - i€)R(E,) C(E,, E - i€)

+[h2R(E - i€) - 2E]R(~E,)C(-E,, - E +i€)}

with E ,=E +ip.

(5. 23)

Finally, let us turn to the calculation of the longitudinal magnetization

(S§@)) =UST@N +UST@®) (S11+8%)) .
In this case, the second term vanishes so that

(8§@#)) ={eheo® - 5 .

This can again be evaluated using the described diagonalization procedure.

transfor is

The final result for its Laplace

(88(p)) == (1/8mip) [ = dER(E - i€) Ry(E,) R(~ E +i€) R(- E,) i R(E - i€) R(E,)

XC(E,,E —i€)+[hR(E - i€) - 2E] [W2R(E,) - 2E,]C(- E,, - E +i€)} .

To discuss the validity of the Bloch equations we
have to study the weak coupling approximation to
Egs. (5.23) and (5.24). This approximation essen-
tially amounts to taking a sufficiently large value
of J for a given g and %,. The discussion proceeds
along lines similar to those in the previous sec-
tions. For this case, the only important contribu-
tions come from the poles of R{(E) which are de-
termined by

EE -2\ (E+2)=3h2(2E -2 +2)=0 , (5.25)

where \; are given by Eq. (3.13). From Eq. (5.25)
we see that there are three poles. Let us denote
them by E". Because of the factor R,(E +ip) in Eqgs.
(5. 23) and (5. 24), each one of these poles gives
rise to three poles in the p plane for 8§(p), so that
the time dependence of the magnetization is in gen-

(5. 24)

I

eral governed by nine exponentials. The locations
of the corresponding poles are given by

P,,=i(E"+E™) | (5. 26)

so that we see that there are, in fact, only six ex-
ponentials. On the other hand, if the Bloch equa-
tions were valid for this model, then according to
Egs. (1.1) we should have three poles in the Lap-
lace transform of M®. Hence, we have to conclude
that Egs. (1.1) cannot be a correct description for
the system. From Eq. (5.5) we see that in order
to describe the magnetization of the impurity we
also need to know the motion of the fictitious spin.
Therefore, we expect that in a macroscopic de-
scription the degrees of freedom of the fictitious
spin should also play an important role, so that it
is not surprising that there are more than three ex-
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ponentials present in this case.
be emphasized that this is probably a special fea-
ture of the situation studied here. In particular,
it is, for example, not clear that the above con-
clusions are also valid for the case where the im-
purity is in the middle of the chain.

APPENDIX

In this Appendix we give for the convenience of
the reader some results for g(p) in the case that
we do not make the approximation (2. 20). The only
difference in the calculation is that we have to com-
pute, instead of Eq. (2.20a),

(63,58, =TrommL En, - (A1)

Using canonical transformations described in Sec.
II, we find
(5;1 5k2> =Vor, Vor, (Ml - 7\1:2)-1 [F(Ml) - F(Kkz)] (A2)
with
F(n,)=3h 20 Voutanh 38 X, (h, = Xy,)™
X[foo‘kl) 'fo(-ik)"'ik— Akl] . (A3)

Here, the barred quantity \, is defined as a solu-
tion of the secular equation

N 2
=y o _
R sXy+H+h-) Pl (A4)
v=1
and
—. uf a? -
T (102 5% ) (45)
vsl (Ak— Av)

The summation in (A3) can also be converted into
an integral using Cauchy’s theorem. We have

F(\y) = (r/4mi) § dXtanhzBAR(N) (A= 2, )™
X[ fohy) = foN) + 1=y ], (A6)

where the contour of integration is taken to be a-
round the poles of R(}) in the counterclockwise
direction. Equation (A6) can be rewritten in amore
convenient form by making use of the following
identity:

R(n) - E“(xkl) =fohy) =foM +1=n, .

We then find

F(r) =3B (0 )F (3, (A7)
with
1  dX
F()\kl) =omi J-= —-—Xkl Y

X[R(x-i€)~R(x+i€)]tanhzBr .  (A8)

Of course, itshould

J. A. TION 2

The derivation now proceeds along the same lines
as those following Eq. (2. 22) with the only differ-
ence being that Eq. (2. 22) is replaced by Eq. (A2).
The final result is

8(p)=(-1/4nip) [ dAR(x-i€)R(x+ip)
XRY(\=ie)RY(n+ip)

X[F(A—i€)~ F(A+ip)] . (A9)

In deriving (A9) we have also made use of the
identity

RN =R\ =h .

A special limiting case of Eq. (A9) is when 2 - 0;
then R -~ R, so that we get

2(p)=(~1/4nip) [ ax[F(r—i€) - F(x+ip)] .

(A10)

(A11)

Shifting the path of integration for the second term
in (A11) and making use of the relation
F(A~i€) = F(A+i€)=[R(\—i€) - R(x+i€)]tanhip ),
(A12)
we get back precisely Eq. (3.7), as we should, in
the case 2=0.

Let us now study the limiting value of (SZ()) for
t-, Suppose that the two poles of R(\) are in the
second Riemann sheet; then we have, according to
(A9),

(S&(=)) = (- 1/4mi) [~ dAR(\-i€) R(\ +i€)

XRYn~ie)RMn+ie€)

X[F(x=i€) = F(A+i€)] . (A13)
With the aid of (A12) we get
(8§(=)) = (= 1/4mi) [~ dXR(A-i€)R(\+i€)
X[R'(A+i€)- R (A-i€)]tanh3Br , (Al4)

which is, indeed, the same as the “canonical” an-
swer (3.7) in view of Eq. (3. 3) and the definitions
of R and R. Similarly, if R() has a pole in the
first sheet, one can readily show that the above
equality does not hold any longer. Again, the con-
tributions of this pole to (SZ(«)) and Eq. (3.7) will

be different.
Finally, let us consider the high-temperature

limit of (A9). We get
F=3NMEW-1] ,
so that (A9) reduces to
8(p)=(~ p/8mip) [~ dXR(\~i€)R(\+ip)

XAR(A+ip) = A +ip) RY (A ~i€)] . (Al5)
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From the definitions of R and R it follows imme-
diately that

AR (A +ip) = (\+ip) R™ (A = i€)
== iph + \R™ (X +ip) = (A +ip) R™ (A~ i) .

(A16)
Substituting this into (A15) yields, after some al-
gebra,

g(p)=pne,(p)+BH/4p , (A17)

where &,(p) is the longitudinal autocorrelation func-

tion defined in Sec. IV. Of course, the same re-
sult could have been found by noting that we have,
by expanding Eq. (2. 16) to linear terms in 8,

(S&(t)) == BTr3CH +h)SZ(t)/Tr1 (A18)
Equation (A18) can also be rewritten as
(SE@)) =B [nTrSEs¢w) - Tric(H)SE@)]/Trl | (A19)

which, indeed, agrees with (A17).
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A novel technique has made it possible to correlate the three components in the lifetime
distribution of positrons in Teflon with the angle between the Y rays resulting from the anni-
hilation. The intensity of the intermediate component was found to be virtually independent
of this angle, whereas the intensity of the longest-lived component was greatly enhanced for
angles corresponding to higher momentum. Apparently the intermediate component does
not result from the annihilation of orthopositronium, because the momentum associated with
this component is too small. The intermediate component could be caused by free-positron
annihilation or by annihilation of positrons which are bound in Teflon molecules.

INTRODUCTION AND HISTORY OF PROBLEM

As early as 1956 it was suggested!’? that many
details of positron interactions with matter could
be clarified by an experiment in which the positron
lifetime was correlated with the angle between the
two ¥ rays resulting from the annihilation. Ex-
perimental techniques needed for such a measure-
ment were not developed until several years later.
In 1964, preliminary results were reported® which

showed for the first time the angular dependence
of the long-lived component in the lifetime spec-
trum of positrons in Teflon.

Additional measurements, using some refine-
ments in technique and with improved statistics,
were reported by one of us (V.F.W.).* These
results indicated that the angular correlation of
radiation from “pick-off” annihilation of positrons
in positronium (Ps) atoms is significantly broader
than the angular correlation of annihilation radia-



