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SmBg: Kondo Insulator or Exotic Metal?
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High pressure resistivity and Hall effect measurements on SmB¢ show that the activation gap A
vanishes discontinuously between 45 and 53 kbar, yielding at high pressures a mass-enhanced Fermi
liquid phase. The low temperature transport is dominated by extended states in the gap with unusual
superunitarity scattering properties, and a carrier density which grows almost exponentially with

reduced A, saturating below 45 kbar near 0.15 electron per unit cell.

Our results are inconsistent

with hybridization gap models and suggest a striking parallel to Mott-Hubbard insulators.

PACS numbers: 71.28.4+d, 71.30.+h, 75.30.Mb

The relationship between magnetism and small in-
sulating gaps is an extremely subtle yet fascinating
problem, common to all families of strongly correlated
materials. The continuing importance of this question is
reflected in the recent renaissance of interest in the family
of f-electron-based Kondo insulators, intermetallics hav-
ing small transport and spin gaps about the Fermi level.
Many experimental properties of these small gap insula-
tors are described by identifying the indirect insulating
gap A as a hybridization gap [1-3], arising from the
coherent hybridization of Kondo compensated magnetic
moments. A is proportional to the Kondo temperature
Tk, the energy difference between the conduction elec-
tron and local moment singlet and triplet states. Conse-
quently, band filling is the sole determinant of whether an
insulating or metallic ground state is realized. Variations
in pressure, composition, and magnetic fields can be ex-
pected to alter the magnitude of a hybridization gap, in
some cases driving continuous insulator-metal transitions
of the band-crossing type.

There is considerable controversy whether this hy-
bridization gap scenario provides a complete description
of the Kondo insulators. For instance, while the mean-
field solution of the Kondo lattice model neglects long-
range magnetic interactions, it has been proposed [3] that
these correlations may drive first-order transitions with
magnetic field, temperature, or pressure from Kondo com-
pensated insulator to magnetically ordered metal. Charge
degrees of freedom may also play an important role in gap
formation [4], and are essentially ignored in the Kondo
lattice model. By analogy to Mott-Hubbard insulators,
the insulating state may have a similar intrinsic instability
as external variables modify the band structure and corre-
lations. Unlike the continuous insulator-metal transition
envisaged in the hybridization gap scenario, all three of
these alternatives encompass a discontinuous vanishing of
A with pressure, magnetic field, or even temperature.

The stability of the insulating gap A is consequently a
key piece of evidence in determining whether a hybridiza-
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tion gap description of the so-called Kondo insulators
is complete. Accordingly, we have investigated the sta-
bility of the insulating gap in SmBg to high pressures.
We chose SmBg for both the availability of high quality,
single crystals as well as results from previous stud-
ies [5,6] indicative of gap suppression in the vicinity of
60 kbar.

We have extended these early measurements not only
by a more exhaustive resistivity study but also by supple-
menting this information with Hall effect measurements.
Our conclusions are qualitatively different, finding not
only that the gap vanishes discontinuously with pressure,
but also at low pressure that the ground state of SmB ¢ has
unusual metallic properties, despite the presence of the
gap. The high pressure phase is very similar to that found
in stable valence Kondo lattices, displaying the properties
of a magnetically enhanced Fermi liquid.

Single crystals of SmB¢ were prepared from aluminum
flux, and were carefully screened for a resistivity in-
crease of at least 10* between room temperature and
4.2 K. High pressures were generated in a Bridgman
anvil cell. A superconducting lead manometer [7] was
used to establish the pressure dependence of the SmBg
activation gap, which served as the pressure standard
in subsequent Hall effect measurements. At the high-
est pressures, no gap is present and pressures were
inferred from previously measured force-pressure re-
lationships. We stress that the resistivity and Hall
effect measurements reported here were performed si-
multaneously on the same sample at the same pressure.
The electrical resistivity of SmBy is plotted as a function
of temperature in Fig. 1(a), for pressures ranging from
1 bar to 66 kbar. As demonstrated in Fig. 1(b), the
measured resistivity is well described at 45 kbar and
below by a parallel combination of an activated term,
dominant above ~5 K, and constant residual term pg,
accounting for the temperature independent resistivity
found below ~3.5 K. The activation gap A extracted
from these fits is plotted in Fig. 2(a) and is suppressed
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FIG. 1. The electrical resistivity p as a function of tem-
perature (a) and inverse temperature (b). (b) (O = 1 bar,
O = 24 kbar, [0 = 25 kbar, [J = 33 kbar, A = 45 kbar, and
A = 53 kbar. The solid lines in (b) are fits by the function
[o(M)]™" = [po(P)]™" + (paci(P)exp[A(P)/ksT])™', described
in the text.

linearly ~0.5 K/kbar from its ambient pressure value of
41 K. Above 45 kbar, the resistivity is metallic and it is
no longer possible to extract an activation gap.

Our measurements indicate a gap instability at a critical
pressure P, between 45 and 53 kbar, in disagreement with
the conclusions of previous workers [5,6], who found
that A vanished continuously near 60 kbar. In one of
these studies [5] the sample was of demonstrably lower
quality than our own, with a significantly smaller ambient
pressure A = 33 K and a much smaller py ~ 10 m{Q cm,
both symptomatic of Sm vacancies or defects introduced
in powdering [8]. Our measurements suggest that the gap
instability is a feature only of the highest quality samples,
as P, increases markedly with reduced sample quality,
passing out of our experimental pressure window of
180 kbar for py < 0.1 2 cm. We further believe that the
simple activation fits used to determine A in both earlier
experiments were overly weighted by the temperature
independent resistivity below ~3.5 K, particularly near
P.. Figure 1(b) demonstrates that near P. the range
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FIG. 2. The pressure dependences of the activation gap A (a)
and residual carrier density ny = 1/Ry(T = 0) (b). Dashed line
indicates approximate pressure for disappearance of A. Solid
lines are guides for the eye.
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of temperatures over which simple activation fits are
linear becomes increasingly limited and problematic to
define with increased pressure. In contrast, our parallel
resistor formulation provides uniformly good fits over this
pressure range, and consequently yield a more accurate
determination of A.

Since there is no evidence in SmB for a discontinuous
structural change at or below 60 kbar [9], the sudden dis-
appearance of A suggests that it is not a simple hybridiza-
tion gap, for in that case the insulator-metal transition
occurs by band crossing and the gap is suppressed con-
tinuously to zero. A valence instability can be similarly
discounted, as high pressure x-ray absorption measure-
ments [10] find that the Sm valence increases smoothly
from +2.6 to +2.75 between 1 bar and 60 kbar.

We have used Hall effect measurements to study the
evolution of the carriers in the vicinity of P.. The Hall
constant Ry is plotted as a function of 1/7 in Fig. 3 for
pressures ranging from 1 bar to 66 kbar. We find that
Ry 1is negative for temperatures 7 between 1.2 and 40 K
and at all pressures, as well as independent of magnetic
fields as large as 18 T. As has been previously noted at
1 bar [11], Ry is both large and extremely temperature
dependent with a maximum at 4 K, at each pressure
becoming temperature independent below ~3 K. It has
been proposed [12] that this temperature dependence
for Ry is characteristic of Kondo lattices, reflecting
a crossover from high temperature incoherent to low
temperature coherent skew scattering. However, similar
maxima in Rg(T) occur in doped semiconductors as in-
gap impurity states dominate intrinsic activated processes
with reduced temperature [13].

We do not address the full temperature dependence
of Ry here, instead limiting our discussion to the
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FIG. 3. The absolute value of the Hall constant Ry of SmBg
as a function of inverse temperature.
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lowest temperatures, where Ry is temperature indepen-
dent at all pressures. Ry(T — 0) most generally has
contributions both from the ordinary Hall effect and
from anomalous skew scattering from defects. The
latter is expected to be only weakly temperature de-
pendent [12], and we estimate from our data (Fig. 3)
a maximum magnitude of 107% cm3/C. We conclude
that the 77— 0 Hall constant is dominated at every
pressure by the ordinary Hall effect, in principle re-
quiring a multiple band analysis [11,13]. However, the
simultaneous observation at every pressure of temper-
ature independent Hall constant and resistivity below
~3 K suggests that a single band of electrons domi-
nates the low temperature transport, allowing the identifi-
cation Ry (T — 0) = 1/nge. This simplification is further
validated by high pressure x-ray absorption measurements
[10], which link the pressure-induced increase in electron
density to increases in the Sm valence.

The low temperature, ambient pressure transport re-
veals unexpected new properties of the ground state of
SmB¢. In agreement with previous reports [11,14], we
find a residual resistivity pg = 1.9 1 cm and single band
electron density ny = 3.6 X 10'7 cm™3. The finite resis-
tivity indicates that as T — 0, the transport is dominated
by extended states which pin the Fermi level within the
gap. It is natural to assume that these states result from
residual impurities or lattice defects, as in ordinary semi-
conductors, and indeed Mott’s criterion ny' "ay > 0.25 for
impurity band conduction is satisfied. The length scale
for transport ay can be estimated using the excitonic ex-
pression [15] ay = (0.53 A)km/m*. Optical conductivity
measurements [16] provide values for the static dielectric
constant « and mass enhancement m*/m of 1500 and 1.5,
respectively, yielding a rather extended state ay; ~ 500 A,
consistent with our observation of finite, metallic resis-
tivity at the lowest temperatures.

Nonetheless, the magnitude of the residual resistivity
makes an impurity band interpretation untenable in SmB .
Specifically, if we assume that the band of extended
states inferred from the 1 bar metallic resistivity has
a Fermi wave vector kr = (372no)!/? = 2 X 10° cm ™!
and scatters at most at the unitarity limit from an un-
known concentration of scattering centers N;, we can use
Friedel’s equation [17] to place a lower bound on N;:
po = 4mwhN;/e*kr. An unphysically large concentration
of scattering centers, at least 80 per unit cell, is required
to explain the observed residual resistivity. Superuni-
tarity scattering indicates that the scattering centers have
become extended, presumably through strong many-body
interactions as in the heavy fermion compounds [18]. Sig-
nificantly, superunitarity scattering is observed only below
P, in SmBg, as the disappearance of A is accompanied
by a sharp reduction of po below the maximum unitarity
value.

Compelling evidence that the metallic states which
dominate the low temperature, low pressure transport

are intrinsic is found in the evolution of this band as
pressure suppresses the gap. As depicted in Fig. 2(b),
the carrier density no is extremely pressure dependent,
increasing almost four orders of magnitude between 1 bar
and 45 kbar. At 45 kbar and above, ng increases only
slowly, and with no apparent feature accompanying the
disappearance of the activation gap between 45 and
53 kbar. Since the density of both simple impurity and
“Kondo hole” [19] states is determined by a fixed defect
concentration, this extraordinary sensitivity to pressure
argues that these carriers are primarily intrinsic, present
even in pristine SmB.

The net increase in electron concentration of 0.15 per
unit cell which we observed between 1 bar and 45 kbar is
exactly accounted for by the simultaneous increase in Sm
valence from 2.6 to 2.75 identified in x-ray absorption mea-
surements over the same pressure range [10]. These mea-
surements suggest that the electrons originally localized in
Sm 4f orbitals at 1 bar are continuously transferred to the
Fermi level under pressure, and are the origin of the ex-
tended, mass-enhanced electron band which increasingly
dominates the low temperature transport. We believe that
the closest analog for these in-gap states in SmB ¢4 is found
in the mean-field treatment of the Mott-Hubbard transition
[20]. That is, the magnetically enhanced many-body states
which appear in the gap are precursors of the strongly inter-
acting metal obtained by the destabilization of the gap. In
support of this view, we have identified just such a metallic
state at high pressures in SmBy.

Above P., the temperature dependences of the Hall
constant and resistivity of SmB ¢ are completely typical of
stable valence f-electron lattice systems. Both Ry (T) and
p(T) display maxima, signalling a crossover from high
temperature incoherent scattering to low temperature co-
herent scattering [12,21]. For temperatures in the range
1 =T =4K, p(T) is quadratic in temperature p(T) =
po + AT?. A has a magnitude comparable to that of mod-
erate mass heavy fermion compounds like CeRu,Si, [22],
decreasing from 0.6 to 0.12 u) cm/K? as the pressure is
increased from 60 to 66 kbar. We conclude from these
observations that the ground state of high pressure, gap-
less SmBy is identical to that of normal Kondo lattices:
coherent Fermi liquid with substantial magnetic enhance-
ment of the quasiparticle mass. Although we have some-
what limited data, the characteristic energy scale for the
quasiparticle interactions T* o« 1/+/A decreases sharply,
and the mass enhancement m*/m >« /A correspondingly
increases as P. is approached from above. We propose
that the strong correlations responsible for gap formation
in SmB g at low pressure survive as quasiparticle mass en-
hancement in the high pressure, gapless state. However,
as the low pressure gapped states in SmBg are already
metallic, we stress that the vanishing of the gap is not ac-
companied by a metal-insulator transition.

To summarize, our results on SmBg indicate that its
gap cannot be the result of simple Kondo hybridization,
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since its discontinuous vanishing is not accompanied by a
reduction in crystal symmetry. There is no indication in
our measurements of magnetic order in the high pressure
metallic state, evidence against a critical role for long-
range magnetic correlations. In addition, our high field
measurements [23] suggest that the activation gap A
is almost completely insensitive to magnetic fields as
strong as 18 T. The magnitude and pressure dependence
of the lattice constant [9], as well as high pressure x-
ray absorption measurements [10], similarly show no
sign of a discontinuous valence change associated with
the disappearance of the gap, indicating that, unlike
systems such as SmS [24], charge fluctuations do not
solely dictate gap stability. Finally, since metallic states
appear in the preformed gap and are largely unaffected
by the collapse of the gap, no insulator-metal transition
accompanies the gap instability, an observation which
when paired with the strong magnetic enhancement of
the high pressure metallic state makes a striking parallel
to similar observations in classic Mott-Hubbard systems
such as V,05 [25]. Nonetheless, it remains a challenge to
provide a theoretical basis for this connection between the
apparently disparate Kondo and Mott-Hubbard systems.

The authors are pleased to acknowledge stimulating
discussions with J. W. Allen, J. W. Rasul, C.M. Varma,
and A. Millis. Work at the University of Michigan is
supported by the U.S. Department of Energy, under Grant
No. 94-ER-45526. Work at Los Alamos is carried out
under the auspices of the U.S. Department of Energy.
Ames Laboratory is operated for the U.S. Department
of Energy by lowa State University under Contract
No. W-7405-Eng-82.

[1] P.S. Riseborough, Phys. Rev. B 45, 13984 (1992).

[2] G. Aeppli and Z. Fisk, Comments Cond. Mat. Phys. 16,
155 (1992).

[3] A.J. Millis, in Physical Phenomena at High Magnetic
Fields, edited by E. Manousakis, P. Schlottmann, P.
Kumar, K. Bedell, and F. M. Mueller (Addison-Wesley,
Reading, MA, 1992), p. 146.

[4] C.M. Varma (to be published).

[5] J. Beille, M.B. Maple, J. Wittig, Z. Fisk, and L.E.
DeLong, Phys. Rev. B 28, 7397 (1983).

[6] I.V. Berman, N.B. Brandt, V.V. Moschalkov, S.N.
Pashkevich, V.I. Sidorov, E.S. Konovalova, and Yu.B.
Paderno, JETP Lett. 38, 477 (1983).

[7] T.F. Smith, C.W. Chu, and M. B. Maple, Cyrogenics 9,

1632

(8]

[9]

[10]

(11]

[12]

[13]
[14]

[15]
[16]

(17]
(18]
[19]
[20]

[21]

[22]

(23]

[24]

[25]

53 (1969).

J. Morillo, G. Bordier, C.H. de Novion, J.P. Senateur,
and J. Jun, J. Magn. Magn. Mater. 47-48, 465 (1985);
J.C. Nickerson, R.M. White, K.N. Lee, R. Bachmann,
T.H. Geballe, and G.W. Hull, Phys. Rev. B 3, 2030
(1971); T. Kasuya, K. Kojima, and M. Kasaya, in Valence
Instabilities and Related Narrow Band Phenomena, edited
by R.D. Parks (Plenum, New York, 1977), p. 137.

H.E. King, S.J. LaPlaca, T. Penney, and Z. Fisk, in
Valence Fluctuations in Solids, edited by L.M. Falicov,
W. Hanke, and M. B. Maple (North-Holland, Amsterdam,
1981), p. 333.

J. Rohler, in Handbook on the Physics and Chemistry
of the Rare Earths, edited by K.A. Gschneidner, L.R.
Eyring, and S. Hiiffner (North-Holland, Amsterdam,
1987), Vol. 10, p. 492; J. Rohler, K. Keulerz, J.P.
Kappler, and G. Krill, Rapport d’Activité LURE (1985).
J.W. Allen, B. Batlogg, and P. Wachter, Phys. Rev. B 20,
4807 (1979).

P. Coleman, P.W. Anderson, and T.V. Ramakrishnan,
Phys. Rev. Lett. 55, 414 (1985); M. Hadzic-Leroux,
A. Hamzic, A. Fert, P. Haen, F. Lapierre, and O. Laborde,
Europhys. Lett. 1, 579 (1986).

E.H. Putley, The Hall Effect and Related Phenomena
(Butterworths, London, 1960).

T. Kasuya, K. Takegahara, T. Fujita, T. Tanaka, and
E. Bannai, J. Phys. (Paris) Collog. C5-40, 308 (1979).
N.F. Mott, Can. J. Phys. 34, 1356 (1956).

G. Travaglini and P. Wachter, Phys. Rev. B 29, 893
(1984).

J. Friedel, Nuovo Cimento Suppl. 7, 287 (1958).

C.M. Varma, in Windsurfing the Fermi Sea, edited by
T.T.S. Kuo and J. Speth (North-Holland, Amsterdam,
1987), Vol. 1, p. 69.

P. Schlottmann, Phys. Rev. B 46, 998 (1992).

See, for instance, A. Georges and G. Kotliar, Phys. Rev.
B 45, 6479 (1992).

For a review of heavy fermion transport properties, see
H.R. Ott and Z. Fisk, in Handbook on the Physics and
Chemistry of the Actinides, edited by A.J. Freeman and
G. H. Lander (North-Holland, Amsterdam, 1987), p. 85.
J.-M. Mignot, A. Ponchet, P. Haen, F. Lapierre, and
J. Floquet, Phys. Rev. B 40, 10917 (1989).

J.C. Cooley, M.C. Aronson, A. Lacerda, Z. Fisk, and
P. C. Canfield (to be published).

A. Jayaraman, in Handbook on the Physics and Chemistry
of the Rare Earths, edited by K.A. Gschneidner and
L.R. Eyring (North-Holland, Amsterdam, 1979), Vol. 2,
p- 575.

S.A. Carter, J. Yang, T.F. Rosenbaum, J. Spalek, and
J.M. Honig, Phys. Rev. B 43, 607 (1991).



