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Quantum criticality linked to the suppressed superconducting upper critical field
in Ni-doped CeCoIn5
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We demonstrate a close connection between the quantum critical point (QCP) and superconducting upper
critical field Hc2 in the Ni-doped heavy-fermion superconductor CeCoIn5. Temperature variations of electrical
resistivity ρ(T ) exhibit a crossover between the non-Fermi liquid and the Fermi liquid states, whose boundary for
T → 0, regarded as the QCP, coincides with Hc2, while Hc2 decreases to zero with increasing Ni concentrations
up to 25%. Furthermore, the A coefficient of the T 2 term in ρ(T ) estimated in the Fermi liquid region shows the
diverging behavior with decreasing the magnetic field H toward Hc2. These experimental results suggest that the
emergence of the QCP is always accompanied by the breakdown of the superconducting state by H in Ni-doped
CeCoIn5.
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Understanding the interplay of quantum criticality and
unconventional superconductivity has been challenging in
strongly correlated electron systems [1–3]. The heavy-
fermion compound CeCoIn5 [the HoCoGa5-type tetragonal
structure, see Fig. 3(b)] is one of the most investigated
superconductors from such a perspective [4]. It exhibits a
superconducting (SC) order below Tc = 2.3 K characterized
by an anomalously large specific heat jump of �C/γ Tc = 4.5
[4], and its order parameter involves a d-wave gap symmetry
[5–7]. In a magnetic field H , a strong Pauli paramagnetic ef-
fect yields a first-order transition at the SC upper critical field
Hc2, and the other SC state coexisting with incommensurate
antiferromagnetic (AFM) states, termed the Q phase, emerges
just below Hc2 for H along the tetragonal c plane [5,8–17]. It
is expected that the AFM spin correlations underlie all of the
unusual features above concerning the SC state in CeCoIn5.

The AFM correlation effects manifest themselves in the
paramagnetic region above μ0Hc2 = 5 T (μ0: vacuum per-
meability) for H || c, such as a − ln T divergence in specific
heat divided by temperature C/T , T -linear behavior in elec-
trical resistivity, and a strong enhancement of the nuclear
spin-lattice relaxation rate [18–22]. These non-Fermi liquid
(NFL) behaviors are attributed to the quantum criticality orig-
inating from hidden AFM order parameters [18–20] because
the AFM orders continuously evolve with doping Rh (a con-
gener) [23–27], Cd [28–31], Hg [28,32], Zn [33–39] (possible
hole dopants), Nd [40–42], and Sm [43] (magnetic ions) into
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CeCoIn5. Moreover, possible field-induced AFM ordering at
extremely low temperatures (T ∼ 20 mK) is proposed for
pure CeCoIn5 [44,45].

In contrast to the doping effects above, a paramagnetic
state becomes stable due to the suppression of the SC order
when the In and Co ions are substituted by Sn [46–48] and Ni
[49–51], respectively, which are expected to act as the electron
dopants in CeCoIn5. Recent investigations for CeCo1−xNixIn5

have revealed that the SC transition temperature Tc and Hc2

along the c axis continuously decrease toward zero as x is in-
creased up to the critical Ni concentration: xc = 0.25 [49]. In
addition, the NFL behaviors occur in the paramagnetic phase
at xc, characterized by − ln T diverging behavior in C/T , a
T −η (η ∼ 0.2) increase in magnetization M/H , a nearly T -
linear dependence in electrical resistivity ρ, and a significant
reduction in the nuclear spin-lattice relaxation rate for T → 0
at H ∼ 0 [49–51]. These features strongly suggest that the
AFM quantum criticality survives through the shrinkage of
the SC order. Accordingly, the tetragonal structure does not
change with the doping of Ni ions. The effective magnetic mo-
ment for x � 0.3 is nearly independent of x and coincides well
with that calculated from the J = 5/2 multiplet in the Ce3+

ion [49], suggesting that the Ce 4f electrons are responsible
for the magnetic properties in pure and Ni-doped CeCoIn5.

Presently, it is unclear how the quantum criticality of 25%
Ni-doped CeCoIn5 is connected with that of the pure com-
pound and the AFM orders induced in other doped alloys.
Thus far, two types of AFM phases were found in Zn-doped
CeCoIn5, corresponding to the commensurate and incommen-
surate AFM phases, and their quantum critical points (QCPs)
are located at zero and finite magnetic fields, respectively
[36–38]. In this regard, it is interesting to investigate which
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QCP is linked with the quantum critical behavior emerging in
25% Ni-doped CeCoIn5. Electrical resistivity is a useful probe
for investigating quantum criticality because it can frequently
be captured as a deviation from the T 2 dependence expected
from the Fermi liquid (FL) theory and a diverging feature in
a coefficient of the T 2 function toward the QCP [20,52–55].
Thus, we investigated the connection between the QCPs of
pure and 25% Ni-doped CeCoIn5 using the electrical resistiv-
ity measurements.

Single crystals of CeCo1−xNixIn5 for x � 0.25 were grown
via an indium-flux method, details of which are described
elsewhere [49]. Note that the inductively coupled plasma
mass spectrometry measurements indicate that the actual Ni
concentration approximately coincides with the starting (nom-
inal) value within the deviation of �x/x ∼ 17%, including
the experimental error [49]. Hereafter, the nominal x values
are used for simplicity. Square bars with a typical dimension
of ∼3 mm × 0.9 mm2 were cut out from the plate-shaped
crystals. Electrical resistivity ρ was measured using a com-
mercial measurement system (PPMS, Quantum Design) (T �
0.3 K) and an ac four-probe method in a dilution refrigerator
(Kelvinox AST Minisorb, Oxford) (0.1 � T � 1.5 K). The
magnetic field μ0H was applied at up to 9 T along the c axis,
perpendicular to the direction of a current j (‖ a). We con-
firmed that a Hall component in the ρ data caused by wiring
conditions was negligible. The residual resistivity ratio, de-
fined as ρ(300 K)/ρ(2.5 K), was 3.01(1) (x = 0.125), 3.11(1)
(x = 0.2), and 3.56(1) (x = 0.25), which are comparable to
those in the previous measurements [49]. We also checked
that the Tc and Hc2 values estimated in the present resistivity
measurements are consistent with those obtained from the
previous samples [49], as plotted in Fig. 2.

Figure 1 shows the low-temperature electrical resistivity
for (a) x = 0.125, (b) 0.2, and (c) 0.25, plotted as a function of
T 2. These insets display the overall behaviors in the tempera-
ture variations of resistivity ρ(T ) below room temperature for
H = 0. At zero field, the ρ(T ) curves for x = 0.125, 0.2, and
0.25 involve zero resistivity due to the SC order [the inset in
Figs. 1(a)–1(c)], and the transition temperatures for x = 0.125
and 0.2 are consistent with those reported previously [49].
However, in the x = 0.25 sample, the two-step drops unex-
pectedly occur in ρ below ∼0.4 K for H = 0, although the
specific heat measurement down to 0.3 K and the nuclear-
quadrupole-resonance (NQR) and ac-magnetic-susceptibility
measurements down to 0.1 K do not indicate the SC transition
even at H = 0 [50,51]. It is considered that a small fragment
of the SC region caused by a slight distribution of Ni con-
centration in the sample yields the two-step drops because Tc

steeply decreases around xc = 0.25 in the Ni concentration
versus temperature (x-T ) phase diagram [Fig. 3(a)] [49]. We
confirmed that this SC state is suppressed by applying a weak
field of less than 1 T.

At low temperatures, the ρ data for low fields just above
μ0Hc2(T → 0) [2.6(1) T (x = 0.125), 1.6(1) T (x = 0.2), and
∼0 (x = 0.25)] involve a convex upward when plotted as a
function of T 2 [Figs. 1(a)–1(c)], which is regarded as the NFL
behavior characterized by the T n dependence on ρ with n ∼ 1
[49]. This feature is suppressed, and a ρ ∝ AT 2 relation (A: a
coefficient) becomes dominant with increasing H , reflecting
a crossover from the NFL to FL states with H . We define the

FIG. 1. Low-temperature electrical resistivity ρ plotted as a func-
tion of T 2 for CeCo1−xNixIn5 with (a) x = 0.125, (b) 0.2, and (c) 0.25
obtained under the H || c and j || a conditions. The solid lines are
a guide for the function of ρ ∝ AT 2, and the arrows indicate the
crossover temperature TFL between the FL and NFL states deter-
mined by the deviation from the T 2 function. The insets display the
temperature variations of ρ for H = 0.

NFL–FL crossover temperature TFL by the deviation from the
T 2 dependence of ρ [the arrows in Figs. 1(a)–1(c)], mainly
estimated using the dρ/d (T 2) curves [see the Supplemental
Material [56] for the details]. TFL is reduced with decreasing
H for all the Ni concentrations investigated. Although the
NFL behavior becomes pronounced in ρ(T ) at low fields,
ρ(T ) involves the T 2 behavior in a small T region at very
low temperatures, similar to those seen in ρ(T ) above Hc2 for
CeCoIn5 [20].

In Fig. 2, we plot the magnetic field versus temperature
(H-T ) phase diagram for (a) x = 0.125, (b) 0.2, and (c) 0.25,
obtained from the TFL and Hc2 values. For the entire x range in-
vestigated, TFL is linearly reduced with decreasing H and then
approaches Hc2(T = 0) for T → 0. The near coincidence of
the rate dTFL/μ0dH ∼ 0.14 K/T for x � 0.25 implies that
the electronic and spin states responsible for the NFL–FL
crossover are roughly unchanged with the Ni doping. Because
the QCP is expected to exist at the NFL–FL boundary at
T = 0, the obtained H-T phase diagram suggests that the
QCP is always accompanied by the breakdown of the SC order
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FIG. 2. Magnetic field versus temperature phase diagram for
CeCo1−xNixIn5 with (a) x = 0.125, (b) 0.2, and (c) 0.25, obtained
by the present ρ data (square) and the previous ρ and magnetization
data (circle) [49]. The error bars of Hc2 and Tc for x = 0.125 and 0.2
are smaller than the marker size. The estimation of the error bars of
TFL is described in the Supplemental Material [56]. The insets show
the H variations of the A coefficient defined by the ρ = ρ0 + AT 2

relation in the FL region. The errors in A are obtained by fitting the
ρ(T ) data along with taking account of the ambiguity caused by the
errors in TFL. The dashed curves and the arrows in the insets indicate
the fitting results of A(H ) = A0μ

α
0 (H − H∗)α and H∗, respectively.

at Hc2 regardless of the suppression of the SC order by the Ni
doping.

The location of the QCP can also be derived from the di-
verging behavior in the A coefficient of the T 2 term in ρ(T ), as
shown in the insets in Figs. 2(a)–2(c). In accordance with the
analyses executed for the ρ(T ) data of CeCoIn5 [20], we as-
sumed the phenomenological relation of A(H ) = A0μ

α
0 (H −

H∗)α for the field variations of the A coefficient, estimated
from the ρ(T ) data for T < TFL [Figs. 1(a)–1(c)]. The relation
above well traces the A values for x � 0.25, and the best fit
gives μ0H∗ to be 2.4(1) T (x = 0.125), 1.5(1) T (x = 0.2),
and 0.0(4) T (x = 0.25). These values are close to Hc2(T = 0)
[Figs. 2(a)–2(c)] and are consistent with the locations of the
QCP derived from TFL. The features above concerning the
SC phase and the quantum criticality, namely, the relation
of H∗ ∼ Hc2 and the diverging behavior in A(H ) toward H∗,
are common in Ni- and Sn-doped CeCoIn5 [46], supporting
the argument that the electron-doping effect is dominant in
the physics related to the SC and NFL states in those alloys.
We summarized the SC phase boundary, the NFL and FL
regions, and the locations of the QCP in the T -H-x phase
diagram of Ni-doped CeCoIn5 [Fig. 3(a)].

FIG. 3. (a) The T -H -x phase diagram for CeCo1−xNixIn5, ob-
tained from the ρ(T ) data and the previous magnetization, electrical
resistivity, and specific heat experiments [8,20,49]. Diamond mark-
ers represent the locations of the QCP, corresponding to H∗. Panel
(b) shows the crystal structure of CeCo1−xNixIn5. (c) The Ni concen-
tration dependence of the parameters A0 (left axis) and that of α (right
axis) in the fitting function of A(H ) = A0μ

α
0 (H − H∗)α , plotted in

the insets in Figs. 2(a)–2(c). The error bars in these parameters are
estimated by the fitting analysis, along with taking account of the
large ambiguity in A at ∼Hc2 (see the insets in Fig. 2). The data for
pure CeCoIn5 in panel (c) are obtained from Ref. [20].

The characteristics of the quantum criticality in Ni-doped
CeCoIn5 can further be argued from the parameters α and
A0 in A(H ) = A0μ

α
0 (H − H∗)α . Figure 3(c) shows the Ni

concentration dependence of the parameters A0 (left axis) and
that of α (right axis). The exponent α is roughly indepen-
dent of x with a value of about −1, while its QCP moves
from finite to zero fields with x. Interestingly, the relation
of α ∼ −1 is also realized in the typical quantum critical
compound YbRh2Si2 [52]. The origin of the α ∼ −1 relation
is unclear in Ni-doped CeCoIn5. Theoretical calculations for
the AFM quantum critical fluctuations may provide a clue for
understanding this relation. A reduction of A0 above x ∼ 0.2
implies that the spin fluctuations are weakened with x because
the magnitude A0 is expected to reflect the strength of the
spin fluctuations. This is consistent with the argument that
Ni doping separates the system away from the region (x ∼ 0)
involving the most enhanced AFM quantum critical fluctua-
tions [51]. A similar trend is also found in the − ln T diverging
behavior in specific heat; the coefficient of the − ln T function
at the critical field for x = 0.25 is about a quarter of that for
x = 0 [19,50]. In contrast to the features above concerning the
quantum criticality, the residual resistivity ρ(T → 0) at H∗
monotonously increases from 5.6 (x = 0.125) to 10 μ� cm
(x = 0.25) [Figs. 1(a)–1(c)], mainly reflecting the impurity-
scattering effect due to the Ni doping.

We briefly describe the feature in magnetoresistance for
the Ni-doped alloys. In CeCoIn5, a peak emerging in the
field variations of the resistivity ρ(H ) provides an additional
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FIG. 4. Magnetic field variations of electrical resistivity for
CeCo1−xNixIn5 with (a) x = 0.02 and (b) x = 0.05. The arrows in
panel (a) indicate the peak positions.

boundary dividing the H-T space into positive and negative
dρ/dH regions, and an extrapolation of this boundary to zero
temperature roughly coincides with the QCP (∼Hc2) [20]. A
similar feature is also confirmed in the Ni concentration of
x = 0.02 [Fig. 4(a)]. However, the ρ(H ) curve involves no
peak and shows a monotonic decrease with H for x = 0.05
[Fig. 4(b)] despite the QCP at ∼Hc2 being stable for x up
to 0.25. This implies a weak or no coupling between this
boundary and the QCP. It rather appears that spin fluctuations
yielding dρ/dH < 0 in the high-field range persist up to 25%
Ni concentration, although those causing dρ/dH > 0 in the
low fields are quickly suppressed with the Ni doping. This
trend seems consistent with the relation of Hc2 ∼ H∗ realized
up to x = 0.25, while Hc2 decreases to zero.

The present resistivity study for CeCo1−xNixIn5 revealed
that the critical field H∗, regarded as the QCP, decreases
to zero in connection with the suppression of Hc2 with x.
In addition, the continuous reduction of H∗ with x suggests
that the nature of the spin fluctuations causing the QCP has
not changed significantly by the Ni doping for x � 0.25.
Meanwhile, doping Zn ions into CeCoIn5 can induce the
AFM orders, and the order parameter of the field-induced
incommensurate AFM phase in the Zn-doped alloys is con-
sidered an origin of the quantum critical fluctuations at ∼Hc2

in CeCoIn5 [36,37]. According to the doping effects above,
the incommensurate AFM order parameter is expected to
cause the quantum critical behavior in Ni-doped CeCoIn5

entirely.
In general, quantum criticality originating from a hidden

AFM order parameter should be enhanced at zero fields be-
cause the uniform magnetic field is unfavorable to the AFM
spin correlations. In this context, it is natural to expect that
the SC order pushes up the AFM QCP away from H = 0 for
x < 0.25 because of a competition between the SC and in-
commensurate AFM orders, yielding nearly the same critical
fields of Hc2 and H∗, as revealed by the present investigations.
This interpretation contrasts with that obtained by the ρ(T )
measurements under pressure for CeCoIn5; H∗ rapidly de-
creases with pressure and enters into the SC phase (H∗ < Hc2)
[57]. This discrepancy in H∗ between the Ni-doped alloys

and the pure compound under pressure may occur because
the different fluctuating AFM modes are traced in each ρ(T )
measurement. It was revealed that the QCP of the commensu-
rate AFM order, instead of the incommensurate AFM order
responsible for the QCP in the Ni-doped alloys, can exist
within the SC phase in Zn-doped CeCoIn5 [38]. The QCP
of the other incommensurate AFM state related to the Q
phase is also likely located within the SC phase in Nd-doped
CeCoIn5 [42]. Importantly, the scaling analysis on the mag-
netic Grüneisen ratio for CeCoIn5 suggests that the QCP is
located at zero magnetic fields rather than ∼Hc2 [18]. In this
regard, it is interesting to measure the magnetic Grüneisen
ratio of the Ni-doped alloys to further clarify the nature of
the QCP. If such a measurement reveals the emergence of the
zero-field QCP in the entire Ni concentrations in contrast to
the present findings in ρ(T ), it is considered that multiple
AFM modes contribute to the quantum criticality in pure and
Ni-doped CeCoIn5, which appear in different forms between
those quantities.

Thus far, the relationship between the quantum critical
behavior at ∼Hc2 and the Fulde–Ferrell–Larkin–Ovchinnikov
(FFLO) phase possibly detected just below Hc2 [17,58–61]
has not yet been clarified in CeCoIn5. The Ni-doped alloys
would be a good platform to investigate this relationship
because the strong Pauli-limited condition on Hc2 is un-
changed there [49]. However, it is also unclear whether the
FFLO phase survives in connection with the reduction of Hc2

in Ni-doped CeCoIn5. We thus plan to perform ultrasonic
sound velocity and nuclear magnetic resonance measurements
for Ni-doped CeCoIn5 [60,62]. Similar investigations may
provide further information on the relationship between the
quantum critical fluctuations and the possible field-induced
AFM ordering at extremely low temperatures (T ∼ 20 mK)
in CeCoIn5 [44,45]. In addition, it is interesting to investigate
the anisotropy in the emergence of the field-induced QCP in
Ni-doped CeCoIn5, because the QCP likely exists at ∼Hc2

(11.8 T) for H ⊥ c in CeCoIn5, similar to the situation for
H || c [63]. The investigations above would provide a key to
understanding the origin of the quantum critical behavior and
its relationship with the SC order.

In conclusion, our ρ(T ) measurements for CeCo1−xNixIn5

(x � 0.25) revealed the emergence of the NFL and FL
states under H . The NFL–FL boundary for T → 0, at which
the QCP is expected to be located, roughly coincides with
Hc2(T = 0) for the entire x range investigated. Furthermore,
the A coefficient of the T 2 term in ρ(T ), estimated in the
FL region, shows the diverging behavior with decreasing H
toward Hc2. These experimental results suggest that the emer-
gence of the QCP is always connected with the breakdown of
the SC state at Hc2, and this is caused by the identical hidden
AFM order parameter among the Ni concentrations.
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