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Neutron scattering experiments have shown that the magnetic excitations in polycrystalline (Pr, La);T1
compounds are only weakly temperature dependent. This contrasts with the strong temperature
renormalization predicted by the simple singlet-singlet and singlet-triplet models of induced moment
systems. Calculations have been made of the spin-wave dispersion relation at zero temperature using the
pseudoboson model and as a function of temperature in the paramagnetic phase using a generalized
susceptibility theory including transitions between all levels of the ground multiplet. As the temperature
increases it is found that mode-mode interaction between excitations out of the ground state and those
out of excited states plays an important role. The temperature dependence of the excitations is found to
be weak for most wave vectors and in agreement with experiment. Near the zone center where no
experiments were possible the excitations are more strongly temperature dependent.

I. INTRODUCTION

There has been a growing interest in the mag-
netic properties of systems which possess a sin-
glet ground state for which the ordering transition
occurs by a magnetic polarization of the ground
state. Reviews of this field have been given recent-
ly by Cooperl and Birgeneau.? Of particular in-
terest and simplicity are the family of compounds
based on Pry Tl in which the ground multiplet of the
Pr ion (J=4) has a singlet T'; state lowest, then a
triplet T'y followed by a doublet I';, and a triplet
T’ state in cubic symmetry. The exchange inter-
actions between the Pr ions in Pr;Tl are only just
sufficient to induce magnetic order at tempera-
tures below 11. 6 °K with an ordered moment of
about one quarter of the maximum Pr moment.®
Measurements of the spin-wave dispersion rela-
tion in polycrystalline material by neutron in-
elastic scattering have been made® and the unusual
aspect of the experimental results was the insensi-
tivity of the excitation energy to temperature. The
experiments were performed at small scattering
angles in order to obtain an average dispersion
relation for the polycrystal and thus no results
were obtained at wave vectors less than 0.3 A,

By contrast, theories with an approximate model
Hamiltonian for Pr, that consists either of two sin-
glet levels or of the lowest singlet and the first
triplet‘1 of the ground multiplet, predict a marked
temperature dependence.

One obvious omission in the simple model theo-
ries is the neglect of the other levels belonging to
the ground multiplet and this can be included with-
in the many-level spin-wave model based on
Grover’s® pseudoboson theory which is satisfac-
tory in the limit of T=0. This theory has been ap-
plied to KCoFy, ® TbSb, ” and also to PrgTl.® In the
nonordered state the exchange-enhanced suscepti-
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bility of Peschel, Klenin, and Fulde, ® which is
analogous to the theory of paramagnons, '° is valid.
It may be applied if the exchange is not strong
enough to produce magnetic order in singlet-
ground-state systems or above the ordering tem-
perature of materials which do become ordered.
All levels of the lowest multiplet can be included
in the calculation and the spectrum of excitations
then includes excitations out of excited states
which can mix with the usual spin waves out of the
ground state.

From realistic calculations based on these theo-
ries we shall show that the marked contrast noted
by Birgeneau et al. 3 between the experiment and the
simple model theories comes from neglect in the
theories of the higher energy levels and the excita-
tions out of these excited states. The latter “ex-
cited state spin waves” are important for an un-
derstanding of the phase transition as we shall show
in a following paper. In addition, most of the in-
teresting temperature dependence is confined to
wave vectors not accessible in powder experiments.
In Sec. II the theory is outlined briefly and in Sec.
I the numerical results are compared critically
with experiment. The significance of the results
is discussed in Sec. IV.

II. THEORY
A. Pseudoboson theory

The Hamiltonian describing the magnetic prop-
erties of the Pr ion is the sum of a single-ion part

3, and an interion exchange part 3¢,. Thus
3(31 = E hl(]) ’
i
where
hy = B0} +50%) + BY0% - 210%) +B303+H,S,

(1)
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FIG. 1. Energy levels of the Pr* ion in a molecular
field. The crystal-field-only states are denoted by their
symmetry labels I',. The broken vertical line gives the
molecular field on the Pr® ion in PryTl1 at T=0°K. For
this molecular field the nonzero matrix elements of the
total angular momentum S between the ground state 0 and
each excited state n are given as S, which is equal to the
Sano defined in the text. Magnetic-dipole-inactive transi-
tions from the ground state are denoted by a zero.

and

362= Z} J(jj’)-éj"éll"z H‘S‘j' (2)
i’ j

Equation (1) includes the effect of a cubic crys-
tal field with crystal-field parameters B}, By
multiplying operator equivalents for S, the total
spin plus orbital angular momentum. 11 The effect
of a tetragonal distortion is described by the Bg
term.

The single ion part of the exchange is written
in terms of a molecular field H, given by

H,=22J J(jj’) (Sege)- (3)
]l

Equation (2) is the isotropic exchange interaction

between ions at sites j and j’ less the single ion
M|

part of the exchange already included in (1). 3¢, is
solved self-consistently to find the eigenstates and
the molecular field. The exchange mixing between
the ground state and the excited states which gives
rise to the induced moment and plays an important
part in determining the energy gap at zero wave
vector is thus included exactly for each atom. For
the Pr3 Tl compounds the spin direction and hence
the field H, is directed along the edge of the cubic
unit cell.

Figure 1 summarizes the effect of the molecu-
lar field on the energy levels which make up the
ground multiplet with crystal-field parameters ap-
propriate to PrgTl. The exchange barely exceeds
the critical value to induce a moment in the ground
state. As a result the wave functions are little
changed by the molecular field. The transfer ma-
trix elements of § in zero molecular field and that
appropriate to PrgTl are compiled in Table I and
are similarly little changed by the molecular field.
The splitting between the ground state and the
average of the first three excited states is in-
creased by less than 3% in the molecular field.

The excitons at T=0 are described in terms of
pseudoboson operators a,*,, which take an ion from
the ground state to the mth excited state of the
multiplet. In terms of these operators the angular
momentum of an ion in the ground state at T=0 is
given by

s¢=z> (S¢m0a;rn+s*0m am) (4)
m

and
S:=S:00(1 —2“;;“,,,) +Z Szmma;rnam
m m

+25 Semolal +a,) ,  (5)

where
sanm= <nlsa|m> (6)

and (n|S, Im) is the matrix element of S, evaluated
between the single-ion states |m), In)in the self-
consistent molecular field. The single-ion Hamil-
tonian may be written in terms of the eigenvalues
wn, Of the states |m ) as

1= 2 (= wo) ap () an(d) - (7)
Jom
All the terms which are nondiagonal in m come
from the interion Hamiltonian 3C, which, with Eqgs.
(4) and (5), takes the form for a ferromagnet

o= 2 E {% J(jj,)(s+mos-o,,+S.mos+0n) [a;.(]) a,,(j') +am(j) a;(]’)]

13* myn

+3 J(55")(Sum0S-r0+S-moSm)ab(§) al(i") + an(j) a,(i")]
+J(5") S gm0 S son [ah(F) a(§") + @y (§) al(5) +al(§)al(i") +an(i) a(i)]}. ®)
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TABLE I. Exciton energies and matrix elements of total angular momentum Sin Pr3Tl. The transitions important

in the mode-mode interaction are indicated at the right.

1 THz is equal to 48.0 °K.

Magnetic states

Nonmagnetic states

4, A, -4, 4, A, =4,

n  (THz) {(nlS,Iln) m (THz) (m|Syln)y @ n (THz) (nlS,ln) wm (THz) m| S, n) o

1 0.000 1.009 2 1.592 3.401 + 1 0.000 0.000 2 1.601 3.651  +
3 1.611 ~-2.523 z 3  1.601 -—2.582 z }I‘4—I‘1
4 1.712 3.685 - 4 1.601 3.651 -
5 2,757 0 5 2.745 0
6 2.923 -0.186  z 6 2.745 0
7  3.650 0.115 - 7  3.882 0
8  3.995 0 8  3.882 0
9  4.262 -0.090 + 9 3.882 0

2 1,592 0.650 3 0.018 1,932 — 2 1.601 0.500 3 0.000 0.707 - }r r
4 0.119 0 4 0.000 0 175
5 1.164 3.995  + 5 1.144 3.742  + }r r
6 1.331 -1.911 - 6 1.144 —2.160 8704
7 2.058 0 7 2.280 0
8  2.403 -1.299 + 8 2.280 —1.871 +
9  2.669 -1.130 2 9 2.280 -—1.323 9z

3 1.611 0.754 4 0.101 0.464 - 3 1.601 0.000 4  0.000 —0.707 - \r,-T,
5 1.146 0 5 1.144 0 }r r
6 1.312 —2.693 z 6 1.144 —=3.055 8T
7 2.039 -2.520 - 7  2.280 -1.871 -
8 2.384 0 8  2.280 0
9  2.651 1.151  + 9 2,280 1.871 +

4 1.712 -0.256 5 1.045 3.450 = 4 1.601 —0.500 5 1.144 3.742 - }r _r
6 1.211 -1.994 + 6 1.144 -2.160 + 3704
7 1.938 1.556  z 7 2.280 1.323 2z
8  2.283 2.315 - 8  2.280 1.871 -
9  2.550 0 9  2.280 0

5 2,757 0.795 6 0.167 0 5 2.745 0.000 6  0.000 0
7 0.893 1.818  + 7 1.136 1.414  +
8 1.238 -1.835 2 8 1.136 —2.000 z
9  1.505 0.913 - 9 1.136 1.414

6 2.923 —1.763 7 0.727 1.966 — 6 2.745 0.000 7 1.136 2,449 -
8  1.072 0 8 1.136 0
9 1.338 2.778 4+ 9 1.136 2.449  +

7  3.650 2.256 8  0.345 -3.382 - 7 3.882 2.5 8 0.000 —3.536 -
9  0.612 0.0 9  0.000 0

8 3.995 =—0.795 9 0.267 3.676 - 8 3.882 0.000 9  0.000 3.536

9  4.262 =—2.650 9 3.882 —2.5

The solution in terms of plane waves follows the
method of Walker'? and leads to a secular matrix
equation of dimension 25X 2S for a ferromagnet.

The theory includes the excitations out of the
ground state to all excited states. The single-ion
terms are treated exactly while the equations in-
volving interionic exchange are linearized. In
this theory excitations out of excited states are ex-
cluded. An even more restrictive condition is that,
in order that the excitations a!,=C} C, obey Bose
commutation relations, all the ions must be in the
ground state and the theory is thus valid only at
T=0.

B. Exchange-enhanced dynamical susceptibility

The derivation of the dynamical susceptibility
for a paramagnet is sketched here. Full details
will be given in a subsequent paper to be published
on this topic.

At high temperatures one must project the spin
operators into the full ground-state manifold:

S.= E Snnnc;rncn

nym

(9)

and
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Se= 20 SemaClLC,, (10)
nym

where C;‘, is the operator which creates the
single-ion state |#z). The matrix elements S,,,, are
determined as in Sec. IIA. The corresponding
energies of the states w, then appear as diagonal
terms in the Hamiltonian. In the paramagnetic
state the w, are the crystal-field-only energies
and the Hamiltonian takes the form

. Lo 1
3Cn=2wncf,(7)cn(])+— b Iy
Jon 2 YA

X[8.(5)S.(3") +5.(5) S4(5") +28,(7) S.(3")] (11)

with the spin components given by (9) and (10).

It is convenient to introduce the dynamical sus-
ceptibility which, in the paramagnetic state of a
cubic system, is the same for the three Cartesian
spin components and in terms of the z component is

G(j,j" t)=—i9(t)([$,(j, t): s:(j,’ 0)]> . (12)

The Fourier transform of G(j,j’,t) is

CHw)=2 L J’"’ et G (j, j', t)dt e TRW-RGNI,
Yo ).

(13)
The single-ion susceptibility obtained from the
Heisenberg equation of motion by ignoring the sec-
ond term in (11) will be denoted by g(w) and is
given by

gw)=3 SmSumifn=fo) (14)
ntm W =WptWey
The population of each state is f,=e“*“nYZ where
B=1/kT and Z is the partition function. The equa-
tion of motion for G(q, w) involves higher-order
Green’s functions which are decoupled in the ran-
dom-phase approximation

CLH)CHCHINCG

= 8ms fmCI(G") Cyl§") + 8401, CH(7) C(5) (15)
to give the final result
G@, w)=gw)[1-29@)g(w)]™ . (18)

This simple form occurs in systems such as Pr¥,
Tb%, or Co?* in a cubic field where the matrix
elements are such that if S,,,, is not equal to zero
then S,,, and S,,, are zero. A simple generaliza-
tion is possible to more complex systems like
CoF, where the Co®' ion is in a2 rhombohedral field.
An alternative derivation of the dynamical sus-
ceptibility using a diagram technique has been given
by Fulde and Peschel.'® The Green’s function

G (q, w) is related to the usual measured dynamical
susceptibility by

X@ w)=g? 1iG6@{ w) . (17)

The matrix elements |S,,,|? used to calculate (17)
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have been conveniently tabulated by Birgeneau®*
for the paramagnetic phase. The neutron inelastic
scattering cross section is proportional to

(1-e“*N1mx@, w).

The peaks in this cross section at a given wave vec-
tor occur at the energies of the excitons.

II. RESULTS
A. Pr,TI

The experimental energy-wave-vector-disper-
sion relation for polycrystalline PryTl determined
by Birgeneau et al. ? is shown in Fig. 2. Since the
material is polycrystalline each point represents

DISPERSION RELATION FOR Pry T4
T

T T T

——

ENERGY (°K)

——= 0 °%K,ORDERED
— 21.3°K,NON-ORDERED

20

1 1 1 1 1
0o 0.5 1.0 1.5 20 25

aQ
v
WAVE VECTOR

FIG. 2. Dispersion relation of magnetic excitons in
Pr3Tl. The neutron measurements of Birgeneau et al.
(Ref. 3) (solid circles) on polycrystalline material at
low temperature are to be compared with the average of
the three broken lines obtained from the present pseudo~-
boson model. The full width of the observed neutron ¢
groups shown by the error bar indicates that the resolu-
tion of the spectrometer was insufficient to resolve the
individual modes or branches near the crossover. Above
T, at T=21,3°K, which is T/T,=1.28 in terms of the
theoretical transition temperature, the solid linesof the
dynamical-susceptibility theory indicate that mode-mode
interaction is important between the original singlet-trip-
let modes T’y —T'y, and the excited-state modes associated
with T'3—T4. The line at the left shows the position of
the I'y— I'y transition in the high-temperature limit.
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the spin-wave energy averaged over all directions
in space corresponding to a given magnitude of
wave vector. Because of the finite instrumental
resolution each point is also an average over the
first three branches of the dispersion relation.

The parameters used in the calculations will now
be discussed. As pointed out by Birgeneau a close
estimate of the average crystal-field splitting A
between the ground state w,; and the first three ex-
cited levels w,, w;, w, can be obtained from the
measured energy at aQ/n =1.41 since at this point
contributions to the spin-wave energy from the
transverse components of exchange are minimized
and the effect on the spin-wave energy of the molec-
ular field is small. A was found to be 77 °K. Al-
though there is little physical justification for the
procedure the ratio of B} to B was fixed at the val-
ue predicted by the point-charge model (- 149. 4).
The magnitudes of the crystal-field parameters
Bi’, Bg are then chosen to reproduce the value ob-
served for A and are found to be — 4. 97x1072°K
and 3.33%x10"* °K, respectively. The exchange
parameter? J(- 2.43x 10! °K) is chosen to give the
observed ferromagnetic moment in Pr;Tl at low
temperatures.

The dispersion relations for the first two trans-
verse branches and the first longitudinal branch
of spin waves propagating in the [¢, ¢, 0] direction
are shown by the dashed curves in Fig. 2. The
frequencies were calculated from the pseudoboson
model with the above exchange and crvstal-field
parameters. Note that the choice of wave vector
along the [¢, ¢, 0] direction arises because the
spin-wave energies averaged over all directions
turn out to be close to those for the [¢, £, 0] direc-
tion for the same magnitude of wave vector.

Cooper8 was the first to calculate the dispersion
relation of PrgTl in the pseudoboson model. We
have repeated these calculations with the above ex-
change and crystal-field parameters and the results
in Fig. 2 indicate an improved match between the-
ory and experiment. Birgeneau? also compared the
pseudoboson model with experiment with the above
parameters and the curve in Fig. 6 of his paper is
the average of the dashed curves in Fig. 2.

In the paramagnetic regime the same exchange
and crystal-field parameters were used to cal-
culate the dispersion relation using the exchange-
enhanced susceptibility model, Eqs. (16) and (17).
The result for T=21.3 °K is shown as the solid
curve in Fig. 2. In the paramagnetic regime a
new mode appears corresponding to an excitation
from the T", state to the I'; state and the strength
of the mode depends on the population of the I',
state. When the energy of the spin wave out of the
ground state equals the energy of this new mode,
signified by a line in Fig. 2, resonant scatter-
ing and mode-mode repulsion occurs as shown in
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Fig. 2. The effect is absent at T =0 because the
population of the triplet state is zero. The effect
is necessarily excluded in the singlet-singlet and
singlet-triplet models since higher levels than the
T, level are excluded.

In the experiment?® it was not possible to chserve
the splitting due to mode-mode repulsion not only
because of the averaging arising from use of a
powder specimen but also because of the finite in-
strumental resolution. As shown by the error bar
in Fig. 2 the experimental full width at half-maxi-
mum is considerably more than the splitting.

At low § the intensity is largely in the lower
branch, whereas at wave vectors much larger than
the wave vector, where the two branches would
have crossed over in the absence of mode-mode
repulsion, the intensity is largely in the upper
branch. This behavior of the intensity is similar
to that given in Fig. 4 for the dilute ferromagnet
and so is not repeated here. This behavior indi-
cates that in- an experiment performed at low reso-
lution such as that of Birgeneau ef al.® a single
branch of the dispersion relations (largely the three
branches out of the ground state) would be ob-
served with a rather smooth intensity variation.
Only if the resolution was high enough would the
second I'y - I'y peak be observed in the vicinity of
the crossover.

At low resolution the experiment measures the
average of the two solid curves weighted according
to the intensity of each. We have calculated this
average at one wave vector aQ/r =0.94, where a
series of measurements of the neutron group as a
function of temperature were reported. This wave
vector falls in the region where the mode-mode
repulsion is strong. In Fig. 3 the energy corre-
sponding to the mean energy of each neutron group®
normalized to the energy at 4.4 °K is plotted
against the temperature in units of the transition
temperature. The solid curve in Fig. 3 is the the-
oretical temperature dependence of the average
energy of the two branches of the dispersion rela-
tion weighted by the intensity of each as calculated
from the dynamical-susceptibility model. The fre-
quencies given by the dynamical-susceptibility
model are normalized in Fig. 3 to the average fre-
quency of the three lowest branches of the dis-
persion relation at zero temperature which is al-
ready known from our pseudoboson calculation.
The dashed curve shows the reduced temperature
dependence predicted within the singlet-singlet
model evaluated with the same parameters A and
J. Again the transition temperature predicted by
the model was used to define the reduced tempera-
ture scale. It is clear that the inclusion of the
higher levels in the present dynamical-susceptibil-
ity model substantially improves the agreement of
theory with experiment.
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FIG. 3. Temperature dependence of the magnetic exci-
tons in PryT1 according to experiment (Ref. 3) (circles),
singlet-singlet model (broken line), and the present dy-
namical-susceptibility theory (solid line).

B. (Pr,.,La,); Tl compounds

In order to pass from the situation where the ex-
change is just sufficient to induce magnetic order-
ing to that where no ordering occurs, Birgeneau
et al. " also studied the (Pr, La);Tl compounds
where nonmagnetic La replaces Pr substitutionally.
Magnetization studies'® show that these compounds
do not order for La concentrations greater than
about ™. Detailed measurements of the dispersion
relation of (Prg, gg Lag,15)3T1 were made with results
shown in Fig. 4. Measurements of the neutron
group at aQ/n =0. 94 were made over the tempera-
ture range 4. 5-110 °K.

The effect of introducing nonmagnetic defects
into an induced moment system is likely to be com-
plicated. The static disturbance is probably long-
ranged since the absence of a moment on the non-
magnetic La site will depress the induced moment
at the surrounding sites. The defect modes will be
resonant in character and their calculation will in-
volve a complex self-consistency problem. 16 The
simplest approach in analyzing polycrystalline
data? is to reduce the exchange parameter by the
percentage of La in the alloy, a procedure which
gives the correct average behavior for dilute in-
sulating magnets.!” Since the lattice parameter
only changes by 0.1% on going to the La-doped al-
loy the same crystal-field parameters were re-
tained for the Pr ion.

T. M. HOLDEN AND W. J.
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The dispersion relation at 0 °K for propagation
in the [¢, ¢, 0] direction with J reduced by 12% of
its value in Pr3Tl, calculated from the pseudoboson
model is shown as the solid line in Fig. 4, which
agrees fairly well with experiment. The disper-
sion relation calculated from the generalized-
susceptibility model gives an identical result as
expected at T=0. The dashed curve and the dotted
curve in the upper part of Fig. 4 show the dis-
persion relation at 33 and 110 °K calculated from
the dynamical susceptibility and these curves show
the same mode-mode repulsion features found
earlier. The arrow gives the energy separation
of the I'y and I'; levels. The calculated intensity

TEMPERATURE DEPENDENCE OF EXCITON
| RELATION F
DSPERSlION EI1_ 0 IOR (PrgggLaQ;z);Tl
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FIG. 4. In the upper part the dispersion relations for
(Pry,ggLay,12)3T1 calculated from the dynamical-suscepti-
bility theory are given for three temperature. The 0°K
results (solid line) are to be compared with the neutron
measurements of Birgeneau et al. (Ref. 3) (solid circles).
The long error bar shows that the full widths at half-
height (FWHH) of the observed neutron groups were such
that, in the region of the crossover, the spectrometer
averaged over both the branches of the dispersion rela-
tion that are present at high temperatures. The lower
part of the figure shows how the intensity of the neutron
scattering is mainly from the lower branch of the disper-
sion relations at small wave vectors and mainly from the
upper branch at large wave vectors. The arrow at the
left indicates the energy of the I'; —I'y transition in the
high-temperature limit.
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of the modes for 33 °K is shown in the lower part
of Fig. 4. The lower branch has high intensity at
small wave vectors while the upper branch has low
intensity, but beyond the mode-splitting region the
upper branch is more intense than the lower. As
the temperature is raised the mode-mode repulsion
increases; in addition, the wave-vector depen-
dence of the two branches decreases.
~ As for PryTl the detailed temperature-depen-
dence study was conducted in the region of the
mode repulsion. Figure 5 shows the temperature
dependence of the mode at aQ /7 =0. 94 normalized
to the energy at 4.5 °K. The dashed curves show
the temperature dependence of the upper and lower
modes at this wave vector. Since the experimental
full width at half-maximum is greater than the
maximum splitting, one would expect to observe the
weighted average of the upper and lower modes
and this is given by the solid curve in Fig. 5. The
predictions of the singlet-singlet and singlet-
triplet models are also shown in Fig. 5. The
present theory based on the dynamical susceptibil-
ity is seen to be in better agreement with experi-
ment than either of the other two models. The
dynamical susceptibility also predicts a tempera-
ture dependence of the exciton intensity that is in
qualitative agreement with the intensity decrease
found experimentally.

C. Face-centered cubic Pr

Face-centered cubic Pr does not follow the pat-
tern of the PrgTl compounds. The spin-wave en-
ergys at aQ/7=1.41 is very nearly the same as
for the compounds; from the measured energy at
this wave vector one concludes that the average
splitting between the ground state and the first
three excited states is within 2% of the value for
the compounds. However, the wave-vector depen-
dence of the spin-wave energies is less than for the
compounds and corresponds to an exchange param-
eter which is roughly 0. 6 of that for PrgTl. With
this magnitude of exchange parameter it is found
that, within molecular field theory, there should
be no magnetic order in the system. Experimen-
tally, however, fcc Pr does appear to order in the
polycrystalline state with a moment of about 0. 7z
at a temperature of about 20 °K. However, the
magnetization determined by neutron diffraction®
has an unusual shape and shows no evidence for
the 8.7 °K transition found in bulk magnetization
studies.!® Thus it is not possible to understand
the magnetism of fcc Pr with cubic-crystal-field
parameters and a single-exchange constant, and
a level scheme as in Fig. 1. The effect of a B)
term to simulate tetragonal-lattice distortion
was examined, but it was found that if B} was
chosen large enough to give the observed magnetic
moment, the splitting between the first excited
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state of the triplet and the next two excited states
is found to be large and would have been experi-
mentally observable. No attempt has therefore
been made to develop a model for pure praseody-
mium.

IV. DISCUSSION AND CONCLUSIONS

The results show that the dynamic susceptibility
gives a good description of the observed tempera-
ture dependence of the neutron-inelastic scatter-
ing. The weak temperature dependence observed
for the spin-wave mode at 0. 94(r/a) is thus seen to
be partially a result of the averaging performed
by the spectrometer over the modes in the neigh-
borhood of the mode-mode repulsion. At larger
wave-vector transfers, say 2r/a, the neutron scat-
tering will be from the upper of the two modes in
Fig. 4. This mode only falls by 3% between 0 and

TEMPERATURE DEPENDENCE OF
EXCITON MODES IN (Pfo,gg L.Oo,|z )3TL
T T T ]

T T

-

T
L

T T
1

TOTAL INTENSITY

26 410 610 BIO ICl)O
TEMPERATURE (°K)

FIG. 5. Upper figure shows temperature dependence
of the energy of the neutron group E(T) observed at aQ/
m=0.94 in (Pry gLag,12)3T] relative to its energy E(0) at
T=0°K. Experimental results (solid circles) are com-
pared with predictions of three theories. Upper (lower)
unlabeled broken curve shows prediction of present dynam-
ical-susceptibility theory for the temperature dependence
of the mode from the upper (lower) branch of the disper-
sion relations. Weighted average of these two curves
gives the solid line for comparison with experiment. The
presence of other branches of the dispersion relation and
consequent mode-mode interaction are ignored in the
singlet~singlet and singlet-triplet theories. Lower figure
shows how the observed neutron intensity (arbitrary units)
is predicted on the present theory to fall with tempera-
ture. Solid circles were obtained by measuring the
areas under the neutron groups and are of unknown accur-
acy since parts of the published neutron groups were an
extrapolation of the data (see Fig. 8 of Ref. 2).
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33 °K. We conclude that the temperature depen-
dence of the larger wave-vector modes is also
relatively weak.

Most of the rapid temperature dependence occurs
for modes at small wave vectors that are inacces-
sible in the powder experiment; for example, the
@ =0 mode rises by about 50% between 0 and 33 °K.
The reason that the long wavelength modes are
more sensitive to temperature than the zone-bound-
ary modes may be understood from the dynamical-
susceptibility theory. Assume that, of the excited
states, only the I'y state has appreciable popula-
tion. If the I'y state has population f; and each T’y
state has population f;, then the single-ion re-
sponse is

2
()= 2AI(I‘4(I‘TS;-I_I"A12( (f, ~12)

The renormalized response (16) then gives the
exciton frequencies as

w(@) ={a[a +4J@)|(Ty|S, | T |20 - )P/

The small frequency at the zone center occurs be-
cause J(0) is negative and, when multiplied by the
population factor and the matrix element, almost
cancels the A in the square bracket. A small in-
crease in the population factor f; of the I'y states
thus produces a much larger effect on w(q). At the
zone boundary J(q) is positive and the second term
adds to the A. Thus a small change in f; produces
only a small change in the square bracket and con-
sequently on w(q). The long wavelength modes are
therefore especially sensitive to temperature in an
induced-moment system if they have low frequen-
cies. The effect for the induced ferromagnet is
quite different to the effect for a normal ferromag-
net below T, with a large anisotropy gap A', where
one has schematically for S=1, A=A"-25J(0), so
that

w@=a"-2(s)[J(0)-I@)] .
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In this case any effective renormalization of the
spin is absent at the zone center and a maximum at
the zone boundary.

It is of interest to consider why the random-
phase approximation appears to work successfully
in the present case. The reason is likely that the
fluctuating-exchange fields in the disordered state
do not markedly affect the energies or wave func-
tions of the crystal-field states. The effect of the
full molecular field on the wave functions, al-
though crucial, can be seen from Table I to be
small and similarly the induced splitting in Fig. 1
is small. It follows that there will probably not
be much scattering of the mean-field magnetic ex-
citons. The theory may be less useful for systems
where the exchange field exceeds by a large fac-
tor the critical field required to produce long-range
order as it does by a factor of more than 3 in the
case of TbSb.” In that case the energies and wave
functions are greatly altered by the exchange field.

An alternative explanation of the temperature de-
pendence of the spin-wave energies in PryTl has
recently been proposed by Hoenerlage!® which in-
volves a magnon-phonon interaction at the point
at which the I'y ~ T'; branch of the dispersion rela-
tion and a transverse phonon would intersect. As
the phonon-dispersion relation is unknown for
Pr,Tl it is not possible to examine this suggestion
quantitatively at present. However, it is probably
true that a complete understanding of the properties
of materials such as Pr3Tl containing rare-earth
ions will require taking static and dynamic dis-
tortions of the crystal lattice into account.

Further work is underway to generalize the dy-
namical -susceptibility approach to treat the case
of elevated temperatures within the ordered phase.
Experimental work is required to check the de-
tails of the theory. Experiments on single-crystal
samples at high resolution are especially desirable
to observe the mode-mode repulsion and ¢ =0
behavior directly.
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