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Giant Magnetic In-Plane Anisotropy and Competing Instabilities in Na;Co,SbOy

Xintong Li lH Yuchen Gu,l’T Yue Chen,l‘T V. Ovidiu Garlea ,2 Kazuki Iida ,3 Kazuya Kamazawa,3

36 Guochu Deng,” Qian Xiao,' Xiquan Zheng,' Zirong Ye,' Yingying Peng 8

L. A. Zaliznyak®,> J. M. Tranquada®,” and Yuan Li
'International Center for Quantum Materials, School of Physics, Peking University, Beijing 100871, China
*Neutron Scattering Division, Oak Ridge National Laboratory, Oak Ridge, Tennessee 37831, USA
*Neutron Science and Technology Center, Comprehensive Research Organization for Science and Society,
Tokai, Ibaraki 319-1106, Japan
4Beijing National Laboratory for Condensed Matter Physics, and Institute of Physics,
Chinese Academy of Sciences, Beijing 100190, China
>Condensed Matter Physics and Materials Science Division, Brookhaven National Laboratory,
Upton, New York 11973, USA
8School of Physical Sciences, University of Chinese Academy of Sciences, Beijing 100049, China
Australian Centre for Neutron Scattering, Australian Nuclear Science and Technology Organisation,
Lucas Heights, New South Wales 2234, Australia
$Collaborative Innovation Center for Quantum Matter, Beijing 100871, China

Yangmu Li®,

® (Received 14 April 2022; revised 26 August 2022; accepted 10 October 2022; published 2 December 2022)

We report magnetometry data obtained on twin-free single crystals of Na;Co,SbOg, which is considered
a candidate material for realizing the Kitaev honeycomb model for quantum spin liquids. Contrary to a
common belief that such materials can be modeled with the symmetries of an ideal honeycomb lattice, our
data reveal a pronounced twofold symmetry and in-plane anisotropy of over 200%, despite the honeycomb
layer’s tiny orthorhombic distortion of less than 0.2%. We further use magnetic neutron diffraction to
elucidate a rich variety of field-induced phases observed in the magnetometry. These phases manifest
themselves in the paramagnetic state as diffuse scattering signals associated with competing ferromagnetic
and antiferromagnetic instabilities, consistent with a theory that also predicts a quantum spin liquid phase
nearby. Our results call for theoretical understanding of the observed in-plane anisotropy and render

Na3;Co,SbOg¢ a promising ground for finding exotic quantum phases by targeted external tuning.

DOI: 10.1103/PhysRevX.12.041024

I. INTRODUCTION

Frustrated magnetic systems have the potential to realize
exotic quantum spin liquids (QSLs) [1-3]. The exactly
solvable Kitaev model [4], which features bond-dependent
Ising interactions between effective spin-1/2 nearest neigh-
bors on a honeycomb lattice, has motivated intensive
QSL research in recent years. As a guiding principle, it
is believed that such interactions can be realized in spin-
orbit-coupled Mott insulators [5-8]. Solid-state platforms
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for realizing the Kitaev model have evolved over the years
from 54 iridium [9] to 4d ruthenium [10] compounds and,
most recently, to 3d cobaltates [11-15]. Despite a potential
drawback of weaker spin-orbit coupling, the cobaltates
are believed to have relatively weak non-Kitaev and
further-neighbor interactions compared to their 4d and
5d counterparts [11,12,15].

As a reality of nature, essentially all candidate Kitaev
magnets have long-range order at low temperatures
[6,16-20]. This is attributed to the presence of interactions
beyond the Kitaev model [9,21-30], such that additional
tuning is needed to overcome the ordering tendency, e.g.,
by using thermal disorder and external fields [13,31-37],
in order to recover QSL behaviors. To this end, it is
important to know how close the microscopic model of
a given system is to an anticipated QSL phase. The
cobaltate Na;Co,SbOg¢ is promising in this regard, as
its model is inferred to situate near boundaries between
ferromagnetic (FM), antiferromagnetic (AFM), and QSL
phases [13]. This understanding is supported by the

Published by the American Physical Society
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relatively low Néel temperature (7) and small saturation
fields of the system compared to its sister compound
N32C02TCO6 [16,38—40]

Notably, while non-Kitaev and further-neighbor
terms are widely considered in theoretical constructions
[21,23-30,41-45], the low, monoclinic symmetry of many
candidate materials, including Na,IrO5 [17,18], a-RuCls
[19,46], and Na3Co,SbOg¢ [16], is often neglected. Even
though originating from interlayer stacking, the monocli-
nicity also means lack of C5 rotational symmetry of the
crystal field and a transition-metal ion’s interactions with its
neighbors in the same layer. Approximating the interactions
with their bond-averaged values [30] is an assumption
commonly taken but rarely checked. Two cobaltates,
Na,Co,TeOq4 [16] and BaCo,(AsOy), [20], have the C;
symmetry, but their zero-field ground states are reported to
be dissimilar to the monoclinic systems [20,47,48], and no
consensus has been reached concerning the microscopic
models [49-54]. The lack of C; symmetry should result
in magnetic in-plane anisotropy, as is observed in a-RuCl;
[55]. However, the anisotropy is found to vary considerably
[55-57], possibly due to sample-dependent monoclinic
domain population.

Here, we report a systematic study of Na;Co,SbOg¢ aided
by the use of twin-free crystals. Magnetometry reveals
at low temperatures a strong C, in-plane anisotropy, in
both the low-field susceptibility and the critical fields for
switching toward a series of field-induced states. The
magnitude of the anisotropy is unprecedented, yet the
field-induced transitions resemble other systems to some
extent. We further use neutron diffraction to determine the
wave vectors of the field-induced states. They signify a
series of AFM and FM instabilities, which closely compete
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and produce distinct diffuse scattering above T in zero
field. These results render Na;Co,SbOg a highly intriguing
system with the potential to realize exotic phases under
targeted tuning.

II. MAGNETOMETRY ON TWIN-FREE CRYSTALS

Figures 1(a) and 1(b) present the crystal and reciprocal-
space structure, respectively, of Na;Co,SbOg, which has
the same space group (C2/m) as a-RuCly [19,46]. A
peculiarity common to both structures is in the stacking:
Adjacent honeycomb layers are offset from each other
by —a/3; hence, we have a/c ~ =3 cos f§, with [a, b, c] =
[5.371,9.289,5.653] A and § = 108.6° in Na;Co,SbOy
[39]. Similar to a-RuCl; [46], the orthorhombic distortion
in the honeycomb layer of Na3;Co,SbOg is tiny: The
distortion is measured as \/§a/ b—1<0.002 [39,40]. Yet,
we find that such a small distortion removes the overall Sg
and C; symmetries. We next show the far-reaching con-
sequences on the magnetism using a rare growth product:
twin-free single crystals. Such crystals can be found by
screening with Raman spectroscopy (Fig. S1 in Ref. [58])
and ultimately verified with x-ray diffraction [Fig. 1(c)].
They have a well-defined Ty of about 6.6 K (Fig. S2 in
Ref. [58]) with sample-dependent variation of no more
than 1 K possibly caused by structural imperfections. The
variation is considerably smaller than in the literature
[16,38-40]. This is in line with the facts that our best
crystals have very few stacking faults [Fig. 1(c)] compared
to a previous report [39] and that the observed Bragg
intensities agree well with calculation based on the ideal
crystal structure [Fig. 1(d)]. Our further refinement
attempts suggest that the agreement cannot be improved
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FIG. 1. (a) Unit cell of Na;Co,SbOg viewed from the top perpendicular to the ab plane, omitting oxygen atoms. The solid (dashed)
rectangle indicates cell boundary in the top (bottom) Na layer. Hexagons indicate the Co sublattice in the middle layer. (b) Two-
dimensional (2D) structural Brillouin zones, indexed in units of a* and b* projected into the ab plane. Zone centers (I" points) are
Q.+ O, = even, and M points are midpoints between I'. (c) X-ray diffraction in the a*c* plane, obtained on a twin-free crystal after
integration along b*. The data can be indexed in a monoclinic setting without twinning. Radial Bragg tails are due to energy spread of
the monochromated x rays. The inset is a photo of a crystal with pertinent axes indicated. (d) Observed x-ray diffraction intensities from
204 indexed Bragg peaks compared to calculation from the ideal crystal structure.
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by introducing antisite disorder between Co and Sb [39].
While the data do not allow us to rule out disorder in the
Na layers [39], we consider its role to be minor, because
such disorder is expected to cause stacking faults which are
rare in our crystals.

Figure 2(a) shows how a pronounced a-b anisotropy
develops in the magnetic susceptibility upon cooling. Far
above T, we observe an approximately 10% anisotropy
consistent with the anisotropy of the g factor, g, > g,
(Figs. S3 and S4 and Table S1 in Ref. [58]), as is also seen
from high-field magnetization where moments are nearly
polarized [Fig. 2(b)]. The anisotropy drastically increases
to over 200% near T (see Fig. S3 in Ref. [58] for out-
of-plane anisotropy), which signifies the role of the
fluctuations—the moments respond much more strongly
in the easy direction nearly parallel to the developing order
parameter [39]. This understanding also explains why the
anisotropy is reversed below T'y. The reversal is no longer
observed in B =2 T (Fig. S3 in Ref. [58]), which is large
enough to overcome the AFM order. We make two remarks
here to relate to previous works: (i) The a-axis response
clearly drops below T, [Fig. 2(a)], suggesting that the
ordered moments are not entirely along b [39]. (i) No
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FIG. 2.

reversal is observed below Ty in a-RuCl; [55], where the
anisotropy also appears to be much weaker.

The competition between anisotropic interactions and
the applied field is more clearly seen in the magnetization at
2 K [Figs. 2(b)-2(d)], where our twin-free sample reveals a
wealth of remarkable features unnoticed in previous works
[16,38-40]. Two well-separated transitions are observed
along both a and b, at critical fields [B,; and B,,, Fig. 2(b)]
that again differ strongly between the two directions.
The lower-field transition is clearly hysteretic, as indicated
by the magnetization’s dependence on the field-sweeping
direction. It further splits into two hysteretic transitions, the
critical fields of which we refer to as B, jo and B pighs
when the field is applied in plane but away from the high-
symmetry a and b axes [Figs. 2(c) and 2(d)]. The lowest
B.11ow Vvalue is found at about 15° away from b. The
highest B pjsn can approach B, and become no longer
visible from the data, over a range of field directions
between 10° and 30° away from a. Hence, very unexpect-
edly, there is nearly no sixfold symmetry in the results,
including in the nearly field-polarized state at 2 T (Fig. S3
in Ref. [58]). The large magnitude of a-b anisotropy
sharply contrasts with the Cs-symmetric sister compound
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(a) de magnetic susceptibility measured in fields of 0.1 T along the a and b axes. The inset displays the susceptibility versus in-

plane angle at 2 and 10 K (dashed lines in the main panel), showing highly pronounced C, profiles which reverse the long and short axes
across T'y. (b) Magnetization versus field data (solid lines) reveal two transitions along both a and b at 2 K. The critical fields (B,; and
B,,) are determined from the derivative (dashed lines) as (0.82, 1.76 T) for a and (0.52, 1.37 T) for b, with an uncertainty of +0.02 T.
Data are displayed for both field-up and -down sweeping directions, which are nearly identical except near B, indicating a hysteretic
nature of the transition. (c) In-plane angle dependence of magnetization versus field (left) and the field derivative (right) at 2 K.
Measurement at each angle is performed over a field-up sweep, and the field is decreased to zero before moving to the next angle. It is
seen that B, splits away from a and b. (d) Summary of the result in (c) after 180° symmetrization. Empty arrows are a reference for the

field directions in Fig. 4.
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(a) Q -integrated diffraction data measured at 6 K and in zero field. Gray hexagons indicate 2D Brillouin zones. Color-coded

crosses and arrows indicate locations of line cuts in (b)—(d). The dashed box indicates the restricted data coverage in Fig. 4. (b) Line cuts
along Q through nuclear and magnetic Bragg peaks. The nuclear peaks at Q| = 0 and +1/3 are contributed by physical reflections
(0,2b*,0) of S, and (a*,b*,0) of Sg), respectively. The magnetic peaks at Q, = £1/6 are contributed by reflections
(£a*/2,4+b*/2,0) of both domains. (c),(d) Line cuts along Q, and Q, through the magnetic reflections. The map in (a) is
symmetrized, whereas the line cuts in (b)—(d) are not symmetrized.

Na,Co,TeOg, where the magnetic responses along a and a*
are reasonably similar [37,50]. We note that quenched
disorders may play a role in the experimentally observable
anisotropy in Na3;Co,SbOg. By heating up a twin-free
crystal to 600°C at 20°C/min, staying for 1 h, and
quenching the crystal in liquid nitrogen, we find the
susceptibility anisotropy ratio [y,/x.; see Fig. 2(a)] to
change from 1.81 to 1.78 at 10 K and from 0.53 to 0.75
at 2 K. The two field-induced transitions [Fig. 2(b)] at
2 K also become considerably smeared out. According
to x-ray diffraction, the crystal remains twin-free after the
quenching.

III. MAGNETIC NEUTRON DIFFRACTION

We next turn to the intermediate state(s) between B, and
B.,. While the steplike and hysteretic (near B,.;) behaviors
hint at a spin-flop origin [16,38—40], our observation of the
transitions along both a and b (and everywhere in between)
defies such an interpretation. The result in Fig. 2(c) is
furthermore independent of field or temperature history,
precluding the relevance of magnetic domain repopulation
[34,64]. Motivated by the fact that the magnetization above
B, resembles “plateau” phases found in low-dimensional
frustrated magnets [65-68]—i.e., it reaches about 1/3 and
1/2 of saturation [Fig. 2(b)] for B, and B, respectively—

we perform neutron diffraction in magnetic fields to

explore this possibility. The experiment is done on a
coaligned but twinned array of crystals with their ¢* axis
horizontal, such that the vertical field is along a for 1/3 of
the sample (S,) and at 60° from a for the rest (Sq); see
illustrations in the upper-left corner in Fig. 4. In spite of
the twinning, there is no ambiguity in the domain origin (S,
or Sg) of the field-evolving signals, under the assumption
that magnetization and diffraction see the same transi-
tions (Fig. S5 in Ref. [58]). According to magnetization
[Fig. 2(d)], all transitions occur below (above) 1 T for
Seo (S,). The difference is illustrated by the thick horizontal
arrow diagrams in the upper half of Fig. 4.

We use here a “hybrid” orthogonal coordinate system for
the reciprocal space, illustrated in Fig. 1(b). Wave vectors
are denoted as (Q,, 0, Q| ), with Q;, and Q| in units of b*
and c*, respectively. O, is in units of a* projected onto the
real-space a axis, and it is parallel to the vertical field. This
coordinate system is convenient for describing a twinned
sample, because the twinning features Cg rotations within
the ab plane and mixes up Q, and Q;, while leaving Q|
intact. We write a*, b*, and ¢* explicitly when we refer to
the (physical) monoclinic indices. A table reference for
transforming between the two indexing systems can be
found in Table S3 [58]. To give some examples, nuclear
Bragg peaks at (0,2,41/3) in the hybrid notation
[Figs. 3(a) and 3(b)] are associated with physical indices
(+a*, +b*,0) of Sgy. In zero field, the AFM wave vectors
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FIG. 4. The upper half illustrates the behavior of two sample parts (S, or Sgy; see legends on the left and text) as the field passes
through their respective phase boundaries [Fig. 2(d)]. S, is uniquely defined as per the in-plane orientation, and it contributes
diffractions indicated by blue circles. Sg, further contains two parts that are related by 180° rotation about the field, which contribute
diffractions indicated by left- and right-pointing orange triangles. Empty and filled symbols indicate AFM % and AFM % wave vectors
(see the text), respectively, which are measured by restricting Q| to [—0.2,0.2] and [0.3, 0.7], respectively. Miniatures of diffraction data
(measured at T = 0.25 K) are displayed in the bottom row of the illustration in a left-right split fashion, where the observed diffraction
peaks (encircled by dashed ellipses centered at their expected locations, some of which fall beyond the data coverage) are fully
consistent with the “S, + S¢,” combination of the cartoons. Solid and dashed hexagons are the first Brillouin zone and 2/3 of it,
respectively. In the lower half, we display diffraction data measured at three selected fields, where the solid and dashed hexagons have
the same meaning as in the upper-half illustration. Note that the vertical (]|Q,) data coverage is limited and the resolution is relatively
poor compared to those in Fig. 3. An animated view of the full variable-field data is presented in Fig. S10 in Ref. [58].

(+a*/2,+b*/2,0) [39] of S, transform into (£0.5, £0.5,
+1/6) in the hybrid notation [Figs. 3(b)-3(d)], producing
diffractions at four (Q,, Q,) locations, whereas the same
diffractions from the two copies of S¢, (Fig. 4) are expected
at six (Q,, Q,) locations. All of these AFM wave vectors
have |Q || = 1/6 as indicated by empty symbols in Fig. 4.
While the data coverage in Fig. 4 along the Q, direction is
limited compared to that in Fig. 3, magnetic diffractions
above and below the O, = 0 (horizontal) plane are partly
observed. This is enabled by vertical focusing optics [58],
which relaxes the momentum resolution and elongates
diffraction features in the Q, direction.

The results in Fig. 4 can be summarized as follows:
The AFM wave vectors switch from (+a*/2,+b*/2,0) at
B =0 to (+a*/3,+b*/3,£c*/3) above B,;, and even-
tually no AFM is left above 2.2 T (see methods section and

Figs. S5-S7 in Ref. [58] for additional evidence for the
peak indexing). We, therefore, refer to the zero-field and
the intermediate states as AFM J and AFM 1, respectively.
The AFM % wave vectors all have Q| = 4/9 or 5/9 [58],
which allows the diffraction peaks to be observed sepa-
rately from the AFM 1 ones by restricting Q, in the
experiment (Fig. 4). Notably, due to the low-symmetry field
direction for S¢, the wave vectors in this part of the sample
do not switch together. Instead, the switching occurs in two
steps for the diffraction peaks situated on different I'-M
lines [Fig. 1(b)] relative to the field; see the comparison of
the 0, 0.7, and 0.9 T illustrations for S¢, and the associated
data in the upper half of Fig. 4. This two-step switching
behavior is fully consistent with the two transitions at
B, jow and B pig for the same field direction, which we
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establish with magnetometry [Fig. 2(d)]. We note that, at
each transition, the switching wave vectors remain on the
same [-M lines, without intermixing between the 2D
momentum directions.

The wave-vector switch supports the idea that AFM % isa
ferrimagnetic phase with an enlarged 2D cell compared
to AFM 1, such as “$1]” compared to “1|.” With the
understanding that AFM % features zigzag order [39], which
consists of alternating FM chains running along zigzag
lines of the honeycomb lattice, AFM % could feature
alternating wide and narrow FM ribbons and chains. An
illustration of such FM chains without the alternating
correlation can be found in Fig. 6(a). The two-step
transitions of B, and the single-step transition of B,
introduce some restrictions on the magnetic structure,
which we discuss in Ref. [58]. We further note that B,
does not necessarily mark entrance into a field-polarized
state, certainly not for S, since the AFM % diffraction peaks
persist above B, (Fig. 4). The nature of B, will be
reported elsewhere. Further above B,,, all magnetic dif-
fraction eventually coincide with nuclear Bragg peaks, as
expected for a field-polarized state.

Taken together, the results show that at very low 7 and
in external in-plane fields, Na;Co,SbO¢ sequentially goes
through magnetic states characterized by the M point,
the “% M” point, and eventually the zone-center I' point,
forming an evolution along the I'-M lines [Fig. 1(b)]. The
direction of the field affects only when, but not whether, the
transitions occur. It is, therefore, tempting to think that
the system possesses competing AFM-FM instabilities with
wave vectors lined up along I'-M. In Fig. 5, we use
variable-7T" neutron diffraction to show that this is indeed
the case. The experiment is performed on a twinned
sample, in zero magnetic field. The most remarkable
observation is found at 10 K [Fig. 5(c)]: We see distinct
hexagonal-star-shaped diffuse scattering, which “flows”
into the long-range magnetic Bragg peaks at the M points
upon further cooling [Fig. 5(b)]. The observed star consists
of six narrow streaks which precisely cover the I'-M lines.
In a twin-free sample, the number of streaks would likely
be four [Fig. 1(b)], which would help explain the giant in-
plane magnetic anisotropy, and it warrants further exper-
imental confirmation. The streaks are, in fact, quasi-2D
objects in reciprocal space with only weak dependence on
O, (Fig. S8 in Ref. [58]). They correspond to quasi-1D
correlations in real space (Fig. 6, further discussed below)
and can be viewed as a counterpart of rodlike diffuse
scattering in Yb,Ti,O; [69,70], which is attributed to
coexisting FM and AFM correlations [71,72]. Below Ty,
the body of the star is depleted, including the FM-like
diffuse scattering near I' [Fig. 5(a)]. Such a temperature
evolution, together with the field evolution at low T
(Fig. 4), signifies a close competition between a variety
of AFM and FM instabilities, with or without thermal
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FIG. 5. (a),(b) Variable-T diffuse magnetic scattering in zero
field, viewed along Q, and Q, starting from near the I" point,
after subtracting the 7 = 45 K data as background. (c) Scattering
in the 2D Brillouin zone at selected temperatures. Unlike the
nuclear (I"-point) and magnetic (M-point) Bragg peaks, the
diffuse scattering does not show noticeable O, dependence,
and the displayed data are Q| integrated and restricted to a small
energy window of +0.2 meV.

disorder. Indeed, the M-point AFM order might be ener-
getically favored in zero field by only a small margin. We
further find evidence for a weak field-trainable net moment
in a twin-free sample (Fig. S9 in Ref. [58]), which supports
an incipience of the ferromagnetism.

IV. DISCUSSION

Our results motivate further exploration of exotic quan-
tum phases in Na;Co,SbOg, as well as in extended Kitaev
and related theoretical models. Magnetic field-induced
phases in candidate Kitaev materials have been under
intense research in recent years [20,34,37,50,56,73-81],
and the magnetization’s steplike transitions into and out
of the intermediate states in Fig. 2 resemble some of the
reports [20,37,56], even though the wave-vector switching
behavior might not be the same [20,56]. These results
suggest that the candidate materials commonly possess
multiple magnetic instabilities—a hallmark of frustration.
Our findings are consistent with the view that Na;Co,SbOgq

041024-6



GIANT MAGNETIC IN-PLANE ANISOTROPY AND COMPETING ...

PHYS. REV. X 12, 041024 (2022)

Q (rlu)

Qb (r.lu.)

FIG. 6.

10 100
90

80

7 % 70 %
6 B 60 @
Z <
5. = 50 ®
3 S
4 40 c
E} S
38 30 &
2 - : 20
1 0 i Cytop -

scattering -

Q, (r.lu.)

(a) A random placement of ferromagnetic zigzag chain segments on a honeycomb lattice. Blue, red, and black circles indicate

spin-up, spin-down, and spinless sites, respectively, which contribute positive, negative, and zero neutron-scattering amplitudes in the
simulation. (b) Fourier component squared of the scattering amplitudes in the field of view in (a), computed on a fine 2D momentum
grid. (c) Neutron diffraction intensities at 10 K, similar to those in Fig. 5(c) but acquired with a higher incident energy (Table S2 in
Ref. [58]). Data are Q| integrated and are Cq symmetrized for better comparison with (b). Black hexagons indicate 2D Brillouin zones.
Sharp diffraction spots are nuclear Bragg peaks. Halolike diffuse intensities in the first and part of the second zones are T-independent

scattering from the sample holder and glue (Cytop).

is close to a trisecting point of FM, AFM, and QSL
phases [13], yet the pronounced in-plane anisotropy clearly
adds complexity and novelty to the previous understanding.
Specifically, given the anisotropy, uniaxial strains both
perpendicular [13] and parallel to the honeycomb layers
might help promote QSL physics.

Meanwhile, the I'-M characteristics of the ordering wave
vectors and diffuse scattering imply a particular combina-
tion of competing instabilities, which are not commonly
seen in model systems [45]. In Fig. 6, we show that the star-
shaped diffuse scattering pattern can be well simulated by
FM zigzag chains randomly placed on a honeycomb lattice.
Each star streak in Q space is contributed by chains in real
space that run perpendicular to the streak. Because neutron
scattering probes magnetic moments perpendicular to Q,
we infer that the magnetic moments in the FM chains point
largely parallel to the chains—similar to those in a typical
zigzag magnetic structure [18,47]. Given that the AFM
order below T is preceded by the short-range FM chains
above Ty, a plausible scenario is that the system’s leading
magnetic interactions are strongly in favor of individual
FM-chain formation, yet at the same time they are weakly
in favor of an alternating side-by-side arrangement of the
chains, i.e., against the formation of 2D FM order. Together
with our inference of the moment direction above, the
scenario echoes with the idea of bond-dependent aniso-
tropic interactions, which is at the core of the Kitaev and
related models.

We further notice that, among three types of parameters
that are commonly considered for explaining the zigzag
order [42], our result appears to be consistent with the
expected behaviors of models with a leading nearest-
neighbor symmetric off-diagonal interaction term, I'; > 0.
This is because, for a given nearest-neighbor pair, the '} > 0

term favors FM alignment of the spin component parallel
to the bond but AFM alignment of the component
perpendicular to both the bond and the Ising axis of the
Kitaev term. Together with the geometry of the honeycomb
lattice, the I'; > 0O term can thus explain both the FM chains’
formation tendency and their resistance to form 2D FM
order. Indeed, in the Appendix in Ref. [42], we find a
discussion of such models’ several similar behaviors com-
pared to our observations, including the formation of AFM %
order and competing instabilities at a star-shaped set of wave
vectors. Another major feature of such models is their
demonstrated ability to produce large magnetic-response
anisotropy without a highly anisotropic g tensor [42]. We
thus expect our results to motivate further theoretical
research of frustrated magnetism in the off-diagonal models
[82—84], some of which may have a QSL ground state [84].

In conclusion, we have elucidated the field-induced
phases and competing instabilities in the quantum magnet
Na3;Co,SbO¢ and uncovered an unexpectedly large mag-
netic anisotropy. The results indicate exotic magnetic
phases and render this system highly promising for further
explorations using targeted external tuning. The results also
stimulate future theoretical research of spin-orbit-coupled
quantum magnets.
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