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Abstract
The complex magnetic ordering of parent compounds of most unconventional superconductors is
crucial for the understanding of high-temperature superconductivity (SC). Within this framework,
we have performed temperature-dependent magnetotransport experiments on a single crystal of
SmFeAsO, a parent compound of iron pnictide superconductors. We observe multiple features in
the measured transport properties at temperatures below the antiferromagnetic (AFM) ordering of
Sm, T< TNSm, which evolve with in-plane magnetic field, suggesting a rich variety of
metamagnetic transitions never before observed in this compound. Considering that transport
mainly involves Fe d orbitals at the Fermi level, these findings suggest that the features originate
from magnetic transitions of the Fe moments sublattice, which in turn may be induced by
magnetic transitions of the Sm moments sublattice via the interaction between Fe and Sm
moments. We outline a possible scenario in which the Fe moments, strongly affected by the Sm
ordering below TNSm, reorder to an in-plane canted AFM structure, which is washed out by the
application of an in-plane magnetic field up to 9 T. Our work shows that transport properties are a
valuable tool for investigating magnetic ordering in iron pnictide parent compounds, where the
interplay of magnetism and SC is believed to be the origin of high-temperature SC.

1. Introduction

The interplay between superconductivity (SC) and magnetism has been a hot topic since the discovery of SC.
Over the decades, magnetic ordering has passed from being regarded as antagonist to SC to being observed as
coexisting with it, and eventually to being identified as responsible for the unconventional mechanism of
Cooper pairing. The discovery of SC in iron-based superconductors (IBSs) [1] has boosted research on this
topic, as this class of materials offers a unique environment for studying the entanglement between SC and
magnetism [2–4].

The REFeAsO (magnetic rare-earth RE= Ce, Pr, Nd and Sm) parent compounds of the so-called 1111
family of IBSs are characterized by multiple antiferromagnetic (AFM) orderings. A
tetragonal-to-orthorhombic phase transition is followed by a commensurate AFM ordering of Fe, with the
Fe moments directed along the orthorhombic a-axis, coupled ferromagnetically along the b-axis and
antiferromagnetically along the a-axis [3]. Generally, SC emerges upon the suppression of long-range AFM
order by means of chemical doping or external pressure [5] and the highest critical temperature, Tc = 58 K,
is reached in the SmFeAsO1− xFx system [6].
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In addition, a spontaneous AFM ordering of the RE moments is observed below TNRE = 4.4, 11, 6 and
4.6 K for RE= Ce [7], Pr [8], Nd [9] and Sm [10], respectively. In this regard, it is observed that the lighter
RE elements (Ce and Pr) order in-plane [7, 11, 12] whereas the heavier RE elements (Nd and Sm) order
along the c-axis [9, 13–16].

The interplay between the AFM orderings of Fe and RE moments has been widely discussed, and it has
been recently emphasized that the RE magnetism may influence the AFM spin fluctuations of Fe through an
interplay between RE and Fe magnetism, resulting in the enhancement of Tc [12, 14].

The effect of RE ordering has been always considered subtle and elusive, although a correlation with the
superconducting phase has been proved to some extent. In Ce [7], Pr [17] and Nd [13] systems it has been
reported that the AFM ordering of both Fe and RE, occurring in the parent compounds, is suppressed upon
doping before the onset of SC. On the contrary, in the SmFeAsO1− xFx system (which exhibits the highest
Tc), long-range AFM Sm order and SC coexist over a wide range of compositions [16, 18, 19]. Interestingly, a
beneficial effect of long-range AFM order of Sm on SC has been previously observed in other classes of
superconductors. In SmRh4B4 [20] and Sm1.85Ce0.15CuO4− y [21] compounds, the critical magnetic field
Hc2 increases below TNSm, indicating a significant correlation between the Sm magnetic moments and the
superconducting phase. In particular, for SmRh4B4 it has been proposed that an alternative superconducting
pairing, other than a standard Bardeen–Cooper–Schrieffer pairing state, is more stable under an AFM
molecular field [22]. In the SmFeAsO1− xFx system, the extremely high Hc2 has prevented a direct
experimental exploration of the effect of Sm ordering on the superconducting phase diagram.

Considering that in IBSs the Fe 3d orbitals contribute mainly to the density of states at the Fermi level
[23], the electronic (and superconducting) properties are extremely sensitive to any modification in the Fe
magnetic ordering. A rearrangement of the Fe moments due to interaction with the RE magnetic order has
been observed in REFeAsO (RE= Nd, Ce and Pr) compounds via several experimental techniques including
resistivity measurements, neutron and x-ray diffraction, neutron and synchrotron resonant x-ray magnetic
scattering, muon spin relaxation measurements and Mössbauer spectroscopy [9, 11, 24–26].

Concerning SmFeAsO, x-ray magnetic scattering performed on single crystals [27] shows that the
in-plane as well as the out-of-plane correlations of Fe moments are modified upon the spontaneous ordering
of Sm [27]. However, the large thermal neutron absorption cross section for Sm makes neutron diffraction
rather challenging with Sm-based materials [15].

Interestingly, the electrical resistivity shows an anomaly in correspondence with TNSm [28–30] as a
signature of the interplay between Sm magnetic moments and conduction electrons. However, from ab initio
calculations it emerges that the 4f orbitals of Sm lie well below the Fermi energy [31], so that they cannot be
directly responsible for the change in the electrical transport. More realistically, the charge carriers feel the
effect of Sm ordering on Fe moments.

In this work, we thoroughly investigate the temperature dependence of the resistivity as well as the Hall
coefficient and the magnetoresistance of a high-quality SmFeAsO single crystal in magnetic fields up to 9 T
applied in different directions with respect to the crystallographic axes and the electrical current. We propose
magnetotransport as an alternative and sensitive probe of magnetic ordering in REFeAsO compounds and,
in particular, of Sm and Fe sublattices below TNSm, where experimental data are missing. Indeed, we observe
multiple features in our data which reveal that transport is strongly affected by the long-range AFM order of
Sm and suggest a strong interaction between Sm and Fe magnetism, with possible implications for the
pairing mechanism at the basis of high-temperature SC.

2. Methods

2.1. Sample preparation
The single crystal of SmFeAsO was prepared by a flux method using CsCl, as described in [32]. The size of
the crystal was 9.8 µm× 5.1 µm× 0.6 µm (a× b× c) and a focused ion beam was used to deposit four W
leads to prepare the sample for the four-probe transport measurements, as shown in the scanning electron
microscope image in the inset of figure 1(b) and already reported in [33].

2.2. Magneto-transport measurements
Electrical resistivity, Hall effect and magnetoresistance measurements were performed in a range of
temperature T between 2 and 300 K and by sweeping the magnetic field B from−9 to 9 T using a Quantum
Design PPMS. We also performed Hall effect measurements between T = 0.4 K and 4.2 K and B up to 30 T
using a Bitter-type resistive magnet. We performed all the measurements with both positive and negative B in
order to separate the even and odd parts of the signal with respect to the magnetic field. In particular, the
Hall effect and the magnetoresistance were respectively obtained by the B-odd and B-even part of the voltage
signal measured in the four-probe configuration (see also Supplementary Data [34] for further details).
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Figure 1. (a) Electrical resistivity from 2 to 320 K. Inset: enlarged view of the data between 2 and 8 K. (b) RH from 0.4 K to 150 K.
Top-left inset: SEM images of the crystal with W electrical contacts. Right inset: zoom of the data between 0.4 K and 18 K.

3. Results

3.1. Electrical resistivity, Hall coefficient andmagnetoresistance measurements
Figure 1(a) shows the electrical resistivity ρ of the SmFeAsO crystal as a function of temperature. Two
different major features are clearly distinguishable: (a) the structural and magnetic transition associated with
the AFM ordering of Fe which occurs at TNFe = 138 K determines an abrupt reduction of the curve below
TNFe and (b) the AFM ordering of Sm occurring at TNSm ∼ 6 K is followed by another drop in ρ. Notably, the
magnification of the low-temperature region reported in the inset of figure 1(a) clearly shows other features
that have never been identified before to the best of our knowledge and will be discussed in detail later on in
this paper.

Figure 1(b) shows the Hall coefficient RH extracted from Hall effect measurements between 0.3 and
150 K measured under standard conditions (with B applied parallel to the c-axis and the current applied in
the ab-plane). Below TNFe, RH is negative and increases in absolute value with decreasing T and an abrupt
upturn occurs below TNSm (see inset of figure 1(b)), suggesting a reorganization of the electronic bands, as
already observed in similar systems [26, 35].

Caglieris et al [33] reports magnetoresistance measurements of the same SmFeAsO single crystal when B
is applied out-of-plane (parallel to the c-axis, perpendicular to the electrical current). To briefly summarize,
below TNSm, the compound exhibits an extremely high positive (cyclotronic) magnetoresistance which
reaches the 300%–400% of the zero-field value ρ(0) for B= 30 T in the temperature range 0.4–4.2 K. On the
contrary, when B is applied in-plane, the magnetoresistance does not show Shubnikov–de Haas oscillations
due to the two-dimensional character of the Fermi surface. At T = 340 mK, the magnetoresistance is always
negative (reaching−25% around 10 T) with a sharp drop around 5 T and a smooth rise up to 30 T. For
T > TNSm, the magnetoresistance is small and positive, reaching values between 0.4% and 0.6% at 9 T for T
in the range 6–15 K (see figure S2 in the supplemental material of [33]).

We will now consider only the B in-plane configuration since it is not affected by the cyclotronic
contribution and it is therefore more favorable for observing the evolution of the anomalies present in ρ
below TNSm.

Both the configurations with B parallel and B perpendicular to the current are tested, giving virtually
identical results. This comparison suggests that no appreciable role is played by the orientation of the applied
current with respect to the magnetic field. In the following, the data with B perpendicular to the current are
reported, whereas the data with B parallel to the current are reported in the Supplementary Data [34]. On
the other hand, it is not possible to investigate whether there is any difference between configurations of field
aligned along either the a or the b planar orthorhombic axes, due to domain twinning.

Figure 2 shows the temperature dependence of ρ in the range 2–10 K at selected B values between 0 T and
9 T. We first notice that an intriguing dependence of ρ on B is observed at selected temperatures below TNSm,
whereas no significant B dependence was measured above this. Furthermore, from figure 2(a) it appears that
the resistivity drop related to the Sm ordering is completely suppressed when B= 9 T.

The magnetoresistance, defined as ρ(B) – ρ(0)/ρ(0), is shown in figure 2(b). All the curves saturate to a
positive value at Bsat. Bsat decreases with increasing T, and this corresponds to the suppression of resistivity
drop shown in figure 2(a). Below Bsat all the magnetoresistance curves decrease with decreasing B
(figure 2(b)) and exhibit peculiar features that shift to higher fields as T decreases. Furthermore, it can be
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Figure 2. (a) Temperature dependence of the electrical resistivity between 2 and 10 K at selected magnetic fields B between 0 and
9 T applied perpendicular to the electrical current I, as shown in the inset. (b) B-dependence of the magnetoresistance from−9 T
to 9 T at selected temperatures in the range 2–15 K.

noted that at low field and low temperature, the magnetoresistance shows a significant negative contribution,
which is progressively suppressed with increasing temperature and field, disappearing above 3.5 K. We may
conclude that this negative contribution is related to the upturn of ρ, which occurs below 3.5 K (see
figure 2(a)).

3.2. Evolution with B and T of the detected features at T< TNSm
We have shown above that below TNSm the electrical resistivity of SmFeAsO as a function of both T
(figure 1(a)) and B (figure 2(b)) is characterized by many features, which we now analyze in detail.

Figure 3(a) shows ρ versus log(T) from 2 to 7 K, where we mark with symbols all the features we
detected. Starting from a first saturation level (ρ∼ 1.10 mΩ cm), ρ exhibits a first drop (dark cyan ‘X’) at
6 K, which identifies TNSm. At around 4.7 K, ρ shows another jump anticipated by a tiny upturn (feature
‘#2’). At 4.1 K, feature ‘#1’ indicates a small step-like feature.

Below 4 K, ρ reaches a second saturation level around 0.94 mΩ cm and it starts increasing below 3.5 K
(violet crosses), where an additional contribution dominates. Interestingly, ρ increases logarithmically with
decreasing T down to 2.3 K, where it starts to saturate again, approaching 1.15 mΩ cm at 2 K. Taking into
account the two-dimensional character of the electronic structure of SmFeAsO (see, e.g., in [33]), it is
reasonable to assume that the logarithmic temperature dependence of ρ is due to weak localization (WL)
[36].

From figure 2(b) it can be noted that the initial decrease of the magnetoresistance for T < 3.5 K, which is
suppressed at relatively low B values (∼2 T at 2 K), is likely to be due to WL. Indeed, the experimental data
can be fitted with the Hikami–Larkin–Nagaoka equation [37], yelding phase coherence lengths from 25 nm
at 2 K to 12 nm at 3 K (see Supplementary data [34]).

Figure 3(b) shows ρ(B) up to 9 T applied in plane (see inset of figure 2(a)) for selected temperatures in
the range 2–5 K. The curves are rigidly shifted by offsets proportional to T in order to catch by eye the linear
temperature shift of the features already discussed in figure 3(a).

Figure 3(c) is a phase diagram where it is possible to follow the evolution with B of the features we
observed in ρ(T) when B= 0 T (figure 3(a)). Starting from TNSm (dark cyan cross in figures 3(a) and (c)), it
is clear that the drop detected in ρ(T) is related to the B values at which ρ(B) curves saturate (black ‘X’
symbols in figure 3(b)) and in figure 3(c) we call these values ‘Bsat’. In particular, with increasing T, Bsat

decreases almost linearly with a slope around−2.4 T K−1 so that at 2 K a field of Bsat = 9 T is enough to
suppress the drop of ρ(T) which occurs at TNSm (as already noted in figure 2(a)). On the other hand, Riggs
et al [16] showed that TNSm is almost unchanged by the applied B up to 35 T (in figure 3(c) the dark cyan
diamonds represent their data up to 16 T).

Feature ‘#2’ (green empty squares) and feature ‘#1’ (dark yellow empty circles) can be tracked in all the
curves below 5 K and 4 K, respectively. They both shift to higher B with decreasing T with a slope around
−2 T K−1.

The WL contribution (violet crosses) is reduced by the applied B with a slope of−1.2 T K−1.
Interestingly, this plethora of features survives when B is rotated by 90◦ in the ab-plane, parallel to the

direction along which the current is applied (see Supplementary Data [34]). This suggests that the physical
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Figure 3. (a) Electrical resistivity versus log(T) between 2 and 7 K. TNSm is marked by the cyan ‘X’ symbol, an empty green square
and an empty dark yellow circle mark the features ‘#2’ and ‘#1’, respectively. The onset of the weak localization (WL) contribution
is indicated by a violet cross and the dashed line is a guide to the eye to show the logarithmic increase of ρ due to the WL
contribution. (b) ρ(B) curves up to 9 T at selected temperatures in the range 2–5 K. The curves are shifted to avoid overlaps. The
violet crosses mark the onset of the WL contribution, the dark yellow circles and green squares mark the features and the black ‘X’
symbols mark Bsat. (c) Evolution with temperature and magnetic field of the features shown in (a) and (b).

mechanism at play does not substantially depend on the specific orientation of B in the ab-plane and with
respect to the current.

4. Discussion

Although this unusual magnetoresistive phenomenology is evidently triggered by Sm spin ordering at TNSm,
it is improbable that the observed features are directly related to some B-induced metamagnetic transitions
of the Sm magnetic moments.

In fact, it has been observed that TNSm is almost insensitive to applied B up to 35–40 T, where a
metamagnetic anomaly in the Sm AFM ordering has been observed [16, 38] and successfully predicted by
Yang et al [39].

Hence, causing a canting of the Smmoments probably requires much higher fields than those used in our
experiments. In addition, as the Sm ordering is out-of-plane it is expected to be less sensitive to the action of
B in-plane. On the other hand, transport properties of the SmFeAsO parent compound must be sensitive to
the magnetic ordering of Fe moments. Indeed, the orientation of the Fe d orbitals is distorted by the
magnetic arrangement of Fe moments, as a consequence of the spin–orbit interaction. As transport
properties are dominated by Fe d orbitals crossing the Fermi level, the orientation of Fe magnetic moments
certainly affects the electronic band structure at the Fermi level, and possibly also affects the scattering
probability in Fe d orbitals. Consequently, we believe that the transitions observed in magnetoresistance are
related to rearrangements of the Fe magnetic sublattice.

In analogy with what was observed in (Eu,Ca)Fe2As [40], NdFeAsO [9], CeFeAsO [11] and PrFeAsO
[24–26], where a rearrangement of the Fe ordering is observed in correspondence to the RE ordering, we
propose that below TNSm, Fe moments order to a different magnetic structure, as already suggested by both
Nandi et al [27] and Maeter et al [24]. With lowering T, approaching TNSm, the magnetic interaction between
Sm and Fe moments is enhanced. In this way, the charge carriers, strongly dependent on the Fe ordering, are
indirectly influenced by the Sm transition, which plays the role of a trigger for Fe magnetic rearrangement. In
particular, Maeter et al [24] considered the action of the RE magnetic order on the Fe subsystem in REFeAsO
(RE= La, Ce, Pr and Sm) and proposed different types of canted Fe structures that are induced by different

5



J. Phys. Mater. 6 (2023) 014005 MMeinero et al

Figure 4. (a) Magnetic structure of SmFeAsO for TNSm < T< TNFe The Fe moments are directed along the orthorhombic a-axis,
coupled ferromagnetically along the b-axis and antiferromagnetically along the a-axis. (b) For T < TNFe, the Sm moments order
ferromagnetically and ab planes ordered antiferromagnetically along the c-axis, with the Sm moments parallel to the c-axis.
Noncollinear (solid arrows) and collinear (dashed arrows) in-plane canted Fe structures are induced by the out-of-plane Sm
ordering. (c) The AFM Fe structure is progressively restored by the application of an in-plane magnetic field B.

RE magnetic structures. For an out-of-plane RE order (as in the case of Sm), they find two possible Fe
magnetic orderings, namely AFM collinear and noncollinear in-plane structures (figure 4(b)). In our sample,
the resistivity anomalies for 4 K< T < 5.6 K are probable evidence of this transition.

Remarkably, a large enough in-plane magnetic field (Bsat = 9 T at 2 K), applied either parallel or
perpendicular to the current, is able to exactly restore the resistivity value measured just above TNSm. This
strongly suggests that the in-plane B progressively forces the system back to the pristine magnetic order,
through successive transitions that at B= Bsat eventually restore the AFM alignment of Fe moments existing
above TNSm, as shown in figure 4. We believe that this B-induced transition cannot be a complete spin–flop
transition, whose final configuration consists of all the Fe spins aligned ferromagnetically along B. In fact,
according to Yang et al [39] this should happen for B= 164 T.

To summarize this discussion, we sketch the proposed phases to which the transitions observed in
figure 3 can be tracked down: figure 4 reports the pristine AFM configurations (a), the most plausible canted
AFM configurations predicted by Maeter et al [24] (b) and the AFM pristine configuration that is restored by
the applied magnetic field (c).

We suggest that the features detected in the electrical resistivity below TNSm are due to the rearrangement
of Fe moments owing to their interaction with Sm moments. Moreover, we suggest that the features in the
magnetoresistance indicate critical field values at which the Fe moments progressively flip to restore the
pristine AFM configuration.

Both a theoretical study and other (more detailed) spectroscopic and magnetic measurements performed
below TNSm would help to shed light on the coupling between Sm and Fe moments in the SmFeAsO system,
with possible consequences for SC, which is still an open issue.

Since Sm ordering survives the onset of SC in many SmFeAsO1− xFx compounds [16, 18, 19], these
intriguing issues could be studied through in-plane and out-of-plane Hc2 measurements down to low T to
test the effects of Sm ordering on the superconducting state. This information is lacking due to the very high
Hc2 of SmFeAsO1− xFx compounds, which does not allow for a direct measurement down to low T.
However, Tc, and accordingly Hc2, can be progressively suppressed in SmFeAsO1− xFx compounds by partial
substitution of Fe with d elements (Ru, Mn, Ni) [41, 42] without affecting the Sm ordering [35]. Another
possibility is to investigate Co-doped SmFeAsO compounds, which show maximum Tcs of tens of K [43–45].
These compounds with moderate Tc can give experimental access to the full superconducting phase diagram
and could shed light on the effects of Sm ordering on the superconducting state.

5. Conclusion

In summary, by means of magnetotransport property measurements, we have investigated the interplay
between Sm and Fe sublattices below TNSm in the SmFeAsO system. In particular, the electrical resistivity
shows multiple anomalies below TNSm, which correspond to magnetic transitions of the Fe moments
occurring in zero field. An in-plane field, Bsat = 9 T at 2 K, either perpendicular or parallel to the electric
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current, is able to remove all the resistivity anomalies. For B< Bsat, the magnetoresistance below TNSm is
characterized by many features, which track the evolution with B of the anomalies measured in the electric
resistivity. In analogy with other REFeAsO systems (RE= Ce, Nd, Pr), and as already proposed for
SmFeAsO, our data strongly support the scenario that below TNSm the Fe moments order to an in-plane
canted AFM configuration and the pristine AFM configuration is completely restored by Bsat = 9 T at 2 K.
We also suggest that the features detected in the magnetoresistance below Bsat are due to the progressive
restoration of the pristine AFM configuration of the Fe moments. Our data clearly show that the Sm AFM
ordering strongly affects the charge carriers through the interaction with the magnetic sublattice of Fe, and
this interaction could play a role in the pairing mechanism at the basis of high-temperature SC, as already
reported for other Sm-based systems.
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