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Understanding the interlayer coupling in 1T/1H-NbSe2 heterobilayers
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The properties of 2D materials are strongly influenced by their substrate, leading to a variety of proximity
effects like screening, charge transfer, and hybridization. Surprisingly, there is a dearth of theoretical studies
on these effects. Particularly, previous theoretical research on the star of David (SOD) structure in 1T-NbSe2

has focused on single-layer configurations or stacking with the same 1T phase without any real substrate. Here,
we depart from these approaches and explore how these proximity effects shape the electronic and magnetic
properties of the 1T-NbSe2 phase when it is grown on the metallic 1H-NbSe2 substrate. Using density functional
calculations, we establish a common framework to define the key characteristics of both free-standing 1T-NbSe2

and 1H-NbSe2. We then identify the optimal stacking arrangement for these two layers, revealing a transfer from
the 1T to the 1H phase and a reorganization of charge within each layer. Our findings indicate that the magnetic
moment of the SOD structure is still robust; however, it is diminished due to a reduction in the on-site Coulomb
interaction of the Hubbard bands. Additionally, the interlayer coupling induces metallicity in the 1T phase and
increases the decoupling of the lower Hubbard band from the valence band.
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I. INTRODUCTION

In recent years, two-dimensional (2D) van der Waals
(vdW) materials, particularly transition metal dichalcogenides
(TMDs), have captured the attention of the scientific com-
munity [1,2]. These materials, heralded for their versatile
applications in optoelectronic and spintronic technologies, of-
fer a unique playground for material engineering and device
fabrication [3]. Among TMDs, like TaS2 [4–8], TaSe2 [9–11],
or NbS2 [12,13], NbSe2 is a prominent example, showcasing
a spectrum of electronic phases such as charge density wave
(CDW), superconductivity, and variable electronic structures
in its different phases like single layers (SLs) of the 1H and
1T phases [14–18]. The 1T phase of NbSe2, distinct from the
1H phase in terms of symmetry and electronic properties, adds
an extra layer of complexity and potential to these materials,
paving the way for tailoring the overall properties of the sys-
tem through phase engineering. While the 1H phase is a metal,
that at low temperatures (Tc = 7.2K for bulk and Tc= 3.2K for
the monolayer [14,19–22]) develops superconductivity, the 1T
was initially identified as a Mott insulator [23], but, however,
it has recently been characterized as a charge transfer (CT)
insulator [18].

The interplay between the 1H and 1T phases in hetero-
layers of NbSe2 enriches its physical properties, allowing for
the manipulation of electronic and spin states in unique ways.
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This ability to tailor the characteristics of TMDs by control-
ling their phase composition opens avenues for customized
material properties, particularly in the context of proximity
effects in heterostructures and their applications in advanced
technologies [24].

More recently, magnetic impurities have been deposited
on clean surfaces of 2H-NbSe2, resulting in the appearance
of Yu-Shiba-Rusinov (YSR) bound states in the supercon-
ducting gap [25]. This could be linked to the creation of a
topological phase and Majorana bound states. The experimen-
tal exploration of the vertically stacked 1T and 1H NbSe2

layers (hereafter referred to as 1T/1H) has unveiled intriguing
phenomena that occur at the interface of these two phases.
When the 1T phase is combined with the 1H phase, distinct
and noteworthy effects have been observed, such as the emer-
gence of YSR bound states and Kondo resonances within the
superconducting gap [18]. These effects highlight the complex
and unique interactions at the 1T/1H interface, showcasing
how the combination of different phases can lead to unique
physical behaviors.

These experimental results suggest a significant modifica-
tion of electronic and magnetic properties at the interface.
This modification indicates an underlying influence that could
be akin to a proximity effect [26], where the presence of one
phase impacts the properties of the adjacent phase. These find-
ings are pivotal in understanding the coupled dynamics of the
1T and 1H phases and offer valuable insights into the poten-
tial mechanisms driving their interaction. This experimental
backdrop forms an important context for our theoretical
study.
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From the theoretical point of view and within the frame-
work of calculations based on density functional theory
(DFT), the simultaneous description of monolayers in 1H
and 1T phases of NbSe2 is a great challenge due to the
different physical characteristics that each of them presents.
Consequently, different approximations are utilized in their
computational treatment to address this complexity and en-
hance the overall accuracy of the theoretical framework
[16,18,27,28]. This challenge likely explains the lack of
theoretical studies devoted to understanding the interaction
between 1T and 1H or 2H layers, as well as the behavior of
the magnetic moment of the 1T layer when it is in contact
with the 1H phase—an aspect crucial for the occurrence of
the Kondo effect reported in experiments. Our paper aims to
go beyond these studies by exploring the interaction between
1T and 1H layers in greater detail.

In this theoretical work, we intend to simultaneously cap-
ture the main features of both phases from DFT calculations
finding a common set of parameters such as lattice con-
stant and effective on-site Coulomb interaction (Ueff), that
correctly describe both phases. Then we shift our focus to-
wards exploring the interactions at the interlayer interface.
This exploration is crucial for understanding how the distinct
properties of each phase influence each other when combined
in a heterostructure. We investigate the nuances of interlayer
coupling, particularly how it affects the electronic and mag-
netic properties of the combined system. This part of our paper
aims to provide deeper insight into the synergistic effects at
play between the 1H and 1T phases, shedding light on the
potential of these interactions to induce unique phenomena in
NbSe2 heterostructures.

II. METHODS

Spin-polarized DFT calculations were performed with
the VASP code [29–34] within the slab-supercell approach
and using the projector augmented-wave method [33]. Wave
functions were expanded using a plane-wave basis set with
an energy cutoff of 500 eV. We used the Perdew-Burke-
Ernzerhof (PBE) functional [35] to treat the exchange-
correlation energy. We added the missing van der Waals
interactions using the Tkatchenko-Scheffler scheme [36]. The
strongly-correlated correction is considered with the DFT +
U approach [37] to deal with the Nb d electrons. In this
paper, we investigated the influence of varying Ueff values for
Nb(d) atoms on the lattice constant, electronic properties, and
magnetic properties of isolated 1T and 1H monolayers (see
Supplemental Material (SM) [38]). Furthermore, we used lin-
ear response theory [39] to estimate an optimal Ueff value for
both monolayers. Overall, this approach allowed us to analyze
the interplay between electronic structure, magnetic behav-
ior, and lattice constants, providing valuable insights into the
properties of these materials. The HSE06 hybrid functional
was tested to describe the physical properties of the 1H and 1T
monolayers. However, it was found to incorrectly characterize
the metallic and insulating properties of the 1H and 1T phases,
respectively. These findings are consistent with some theoret-
ical results previously reported [40]. The isolated monolayers
of 1H and 1T were studied using 1 × 1 and

√
13 × √

13 unit
cells. Test calculations for the 3 × 3 CDW of the 1H phase

revealed that our primarily conclusions remain unchanged,
even when considering a 1 × 1 unit cell. The 3 × 3 CDW in
NbSe2 is weak and does not significantly alter the band struc-
ture or density of states (DOS). For the heterobilayer 1T/1H,
a

√
13 × √

13 unit cell was used. It is worth mentioning that
incorporating a commensurate unit cell for the CDW of both
1T and 1H layers would need an unfeasibly large supercell.
The 4p64d45s1 states of Nb atoms and the 4s24p4 states of
Se atoms are treated as valence states. For ionic relaxation,
we used a 13 × 13 × 1 and 3 × 3 × 1 k-grids for 1 × 1 and√

13 × √
13, respectively. For the projected density of states

(PDOS), we used a 100 × 100 × 1 and 18 × 18 × 1 k-grids
for 1 × 1 and

√
13 × √

13, respectively.
To analyze the charge transfer process, we employed the

Bader scheme [41] to calculate the charge in the 1T/1H, 1T
and 1H optimal structures. To gain further insights, we also
computed the difference between the charge densities of the
entire 1T/1H model and the separated 1T and 1H layers, de-
noted as �ρ = ρ1T /1H − ρ1T − ρ1H . Here, ρ1T /1H , ρ1T , and
ρ1H refer to the charge densities of the whole 1T/1H system,
the 1T layer, and the 1H layer, respectively. To obtain ρ1T

and ρ1H , we removed the 1H monolayer and the 1T layers
from the entire system respectively, while keeping the re-
maining atomic structures unchanged. While for the 1H/1H
phase [42] spin orbit coupling (SOC) is important at the
superconductivity energy scale, it does not have a significant
effect at the electronic energy scale, the one we are interested
in. Moreover, for the 1T phase, SOC was shown to have a
minor effect [28]. Since our focus is on the 1T phase at the
bilayer, the inclusion of SOC would increase the already high
computational cost without significant modifications in the
presented results.

III. RESULTS AND DISCUSSION

A. Single layers of 1T and 1H NbSe2

Single layers of 1H-NbSe2 consist of hexagonal arrange-
ments of Nb atoms enveloped within a trigonal prismatic
Se atom environment (see Fig. 1). Prior theoretical investi-
gations have highlighted various atomic structures that are
compatible with the 3 × 3 CDW distortions [16,17,43–47],
and some of these alternatives exist within a narrow energy
range of approximately 3 meV per formula unit [16]. This
intriguing observation suggests a coexistence of these struc-
tures. Moreover, the deviations in atomic positions from the
ideal 1 × 1 arrangement are relatively minor [16]. These find-
ings collectively illuminate the complex interplay between
structural modifications and electronic behaviors within the
intricate landscape of 1H-NbSe2. When it comes to the role of
magnetism in 1H-NbSe2, the exact nature of this phase is not
clear [16,27,48]. .

Regarding the 1T-NbSe2 phase, monolayers and few layers
[49] are, so far, experimentally accessible using molecular
beam epitaxy [18,23,26,50,51]. The SL 1T-NbSe2 phase is
characterized by a distinctive star of David (SOD) CDW pat-
tern with a

√
13 × √

13 periodicity [23]. Within this CDW
pattern, each SOD comprises 12 outer Nb atoms that undergo
contraction toward a central Nb atom. Additionally, six Se
atoms are positioned in the upper plane and six in the lower
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FIG. 1. Structure of (a) 1H and (b) 1T single-layer configurations
of NbSe2. In these diagrams, blue spheres represent Nb atoms and
red (pink) spheres represent Se atoms in the top (bottom) layers of
the arrangement. The central region (CR) of the SOD within the 1T
structure is indicated by the yellow shading. This region prominently
features the central Nb atom (Nbc), depicted as a cyan sphere, which
is at the heart of the SOD. Surrounding Nb atoms that are in close
proximity to Nbc are represented as blue spheres (hereafter referred
to as Nb1). The pink Se atoms inside this area are named, Sec and the
ones outside are Seo (see Fig. S1 [38] in the SM for visualization of
the

√
13 × √

13 unit cell of the 1T structure).

plane of each SOD, as visually depicted in Fig. 1. In contrast
to the 1H polytype, in the 1T phase, each Nb atom achieves
octahedral coordination with its neighboring Se atoms. 1T-
NbSe2 has been characterized as a CT [18] in which the
valence band (VB), mainly composed of the Se pz states,
appreciably hybridizes with the lower Hubbard band (LHB)
[50,52]. It is important to mention that Liu et al. [18] demon-
strated that the 1T/1T-NbSe2 monolayer grown on highly
oriented pyrolytic graphite (HOPG) exhibited an insulating
state, indicating that the gap is not due to CDW stacking.
Further investigations suggest that the gap’s origin is complex,
involving both local and long-range Coulomb interactions
rather than just CDW order or nonlocal exchange [40]. Other
studies have proposed that the insulating state results from
a cooperative effect of lattice and magnetic interactions that
enhance the Mott gap, as well as strong electron correlations
that open a charge gap [18,28]. Therefore, in the case of the
monolayer, both electronic correlations and intrinsic CDW
contribute to the insulating gap. Our analysis will incorporate
both of these mechanisms to describe the insulating state in
the 1T phase.

In light of our ultimate objective, which centers on the
comprehensive investigation of the physical characteristics
exhibited by bilayer configurations composed of 1T and 1H
stacked structures, it becomes paramount to establish a sin-
gular computational approach capable of encapsulating their
salient attributes. Of particular significance is the determina-
tion of a unique lattice constant and the appropriate choice
of the Ueff parameter for the treatment of Nb(4d) electrons.
These parameters are pivotal not only in rendering an accurate
representation of the metallic and insulating characteristics
intrinsic to 1H and 1T single layers but also in elucidating
their magnetic properties.

FIG. 2. Effect of the lattice constant, a (Å), on the band gap
� (eV), of (a) 1H- and (c) 1T NbSe2 monolayers with PBE+U
(Ueff=1, 1.3, 2, and 3 eV). Density of states (DOS) calculated
with Ueff=1.3 eV and a = 3.52 Å for (b) 1H- and (d) 1T- NbSe2

monolayers. In (a), the red and black lines are overlapping. For the
1H-monolayer, the equilibrium lattice constant is 3.49 Å for Ueff

values of 1 eV, 1.3 eV, and 2 eV, while it becomes 3.51 Å when Ueff is
3 eV. On the other hand, for the 1T monolayer, the equilibrium lattice
constants are 3.49 Å, 3.50 Å, 3.51 Å, and 3.52 Å for Ueff values of
1 eV, 1.3 eV, 2 eV, and 3 eV, respectively.

For the 1H SL, the variation of the band gap, denoted as
�, with respect to the lattice constant is depicted in Fig. 2(a)
for different values of Ueff. As expected, for high enough
values of the Hubbard parameter, Ueff � 2 eV, the system
becomes an insulator. Additionally, due to the presence of
an odd number of electrons within the unit cell, the total
magnetic moment is MT = 1μB when the system becomes
an insulator. An intriguing observation to note is that, for
a fixed value of Ueff, the strain applied to the SL does not
exert a pronounced influence on the band gap. All in all,
the metal-to-insulator transition triggered by strong electron-
electron correlations imposes constraints on the permissible
range of Ueff values that we can select to accurately model
the established electronic characteristics of the 1H SL. In
particular, when considering Ueff = 1.3 eV, it is noteworthy
that the SL exhibits a consistently metallic behavior across
the entire range of lattice constants examined. Moreover, we
found that our DOS compares favorably with the experimental
dI/dV spectra measured in Divilov et al. [27] (see Fig. S4
of the SM [38]). For occupied states, the theoretical DOS
exhibits a peak structure at approximately −0.8 eV and a
decrease in DOS up to near EF , where another peak develops
around 0.2 eV. These features can be roughly identified in
the experimental dI/dV spectrum. However, the broad peak
for unoccupied states in the experimental data is located at
0.4 V. This discrepancy may stem from the limitations of
density functional calculations in accurately describing empty
states (as also observed in other calculation schemes, see
Ref. [27]). It is worth mentioning that the gap well below
EF observed in ARPES experiments [22,53] is not accurately
reproduced in our calculations. While the presented results

075427-3



ROMAN PICO et al. PHYSICAL REVIEW B 110, 075427 (2024)

TABLE I. Magnetic moments obtained by Bader calculations for 1T SL and the 1T counterpart in heterostructure.

Type Mag Nbc (μb) Mag Nb1 (μb) Mag Nb2 (μb) Mag Se (μb)

1T SL 0.426 0.399 −0.004 0.179
1T in heterostructure 0.237 0.293 0.067 0.123

corresponded to a 1 × 1 structural model, test calculations
considering a geometry based on the 3 × 3 CDW [16] exhibit
similar trends (see Fig. S3 of the SM [38]). Additionally,
we have calculated the work function for both structures and
found negligible differences. All in all, these findings suggest
that the 3 × 3 charge density wave on the 1H layer can be
disregarded when studying the electronic properties of the
bilayer system. Instead, the focus is primarily on the CDW of
the 1T phase, given its significant influence on the electronic
and magnetic properties. This methodology mirrors recent
research conducted by Crippa et al. [54] and Ayania et al. [55],
who employed a similar approach to investigate the properties
of heterostructure systems comprising both 1T and 1H phases
of TaS2, characterized by similar CDW as the ones observed
for NbSe2. It is important to mention that the interplay be-
tween the CDWs of 1H and 1T in the heterostructure remains
an open topic and would be very interesting to address in
future works. However, this issue is currently constrained by
computational limitations from a DFT perspective.

In the context of the 1T SL, we apply a methodology
similar to that used for the 1H counterpart. However, we
investigate a

√
13 × √

13 unit cell configuration, which is a
distinctive feature associated with the SOD.

In Fig. 2(c), we illustrate a pronounced dependence of � on
both lattice constants and the Ueff interaction parameter. This
dependence also translates to the magnetic properties (see
Fig. S2 in the SM [38]). For instance, for small enough values
of both parameters, the known insulator state and the magnetic
characteristics of the 1T phase (SOD) are lost. This outcome
aligns with previous research findings that have underscored
a strong correlation between the charge transfer gap and the
structural distortion linked to the SOD [56]. Particularly, the
authors have emphasized the potential of applying mechanical
strain as a promising strategy for the precise adjustment and
fine-tuning of the charge transfer gap in this material [56].
It is noteworthy to highlight that, within the context of the
1T SL, an increase in strain results in a corresponding aug-
mentation of the magnetic moment and this phenomenon may
be attributed to the enhanced super-exchange interaction, as
suggested by Liu et al., [57].

Putting together the information gathered so far on 1H and
1T SLs, it is clear that our nuanced and balanced approach
can effectively capture and describe the collective physical
properties of both SL configurations. In particular, we have
identified that setting the effective Hubbard interaction pa-
rameter, Ueff, to 1.3 eV, and the lattice constant to 3.52 Å,
successfully reproduces the main characteristics of the DOS
[see Figs. 2(b)–2(d)] and magnetic characteristics of both the
experimental 1T and 1H phases. This choice preserves the
metallic and insulating properties characteristic of each phase,
respectively. For the 1T-SL, our calculations indicate a band
gap of ≈0.18 eV, in good agreement with the experimental
gap (i.e., 0.15 eV) found by Liu et al. [18]. Furthermore,

the SOD exhibits behavior akin to that of a spin-1/2 system
with the central Nb atom (Nbc) and its nearest-neighbor Nb
atom (Nb1), and its second-nearest neighbor (Nb2) displaying
magnetic moments of mNbc = 0.43 μB, mNb1 = 0.40 μB (in
total), mNb2 ≈ 0μB (in total), respectively (see Table I).

It is worth nothing that the selected lattice constant exhibits
minimal dispersion, with a variation of less than 1% compared
to the optimal values, being 3.49Å for 1H and 3.50 Å for 1T.
Furthermore, these chosen lattice constants align well with ex-
perimental measurements (i.e., 348±14 pm and 343±11 pm
for 1H and 1T, respectively) [58]. In our case, the equilibrium
lattice constants for the 1H and 1T phases are within the range
of 3.49–3.51 Å and 3.49–3.52 Å, respectively. Different DFT
studies have obtained lattice constant parameters ranging from
3.45 Å to 3.48 Å for the 1H phase [16,17,46,53,57,59,60] and
from 3.48 Å to 3.49 Å for the 1T phase [28,40,57,61]. The
difference between our results and those previously reported
is attributed to variations in the calculation schemes (see SM
for more details [38]).

Additionally, we implemented linear response theory [39]
and obtained for both phases an Ueff = 1.1 eV, very close to
our choice of Ueff. This validates both the chosen value and
the use of a single one for both phases.

B. Heterogeneous 1T/1H NbSe2 bilayer

To determine the optimal arrangement of the 1T-NbSe2 on
1H-NbSe2 substrate, we explored different stacking configu-
rations (Fig. S5 in the SM [38]). There are six high symmetry
crystal stacking sequences where the 1T monolayer can stack
on top of the 1H monolayer [62,63]. Figure 3(a) shows the
lowest energy stacking geometry. Here, the Nb atoms in the
1T and 1H SLs lie on top of each other, and the interfacial
Se atoms in the bottom layer, denoted as B1T within the 1T
arrangement, align precisely with the hollow sites correspond-
ing to the interfacial Se atoms in the top layer, designated
as T1H within the 1H structure. This geometric arrangement
gives rise to a hexagonal pattern when viewed from the top.
The interlayer distance between the Nb atoms in 1T and 1H
layers is dint= 6.08 Å, consistent with the distance between
planes in bulk 2H-NbSe2 (i.e., 6.2 ± 0.1 Å) [64] while the
distance between Se in the B1T and T1H layers is 2.8 Å.
The cohesive energy between the layers is −4.47 eV, with
the vdW contribution being −5.13 eV. The Nb-Nb distances
within each layer are detailed in Table II. Within the 1H layer,
the Nb-Nb bond lengths around the Nb of the 1H below
the Nbc are slightly elongated compared to the monolayer
case. Hence, our calculations reveal a small periodic lattice
distortion induced in the 1H phase.

The hexagonal stacking among Se atoms in the inter-
face greatly enhances the interfacial wave-function overlap
among them. Each Se atom within the B1T layer engages
in hybridized interactions with its closest neighbors in the
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FIG. 3. Optimal stacking for the 1T/1H bilayer. (a) Schematic
representation of the geometrical arrangement. In this diagram, Se
atoms in the B1T layer are depicted as pink balls, residing in the
hollow sites of the Se atoms in the T1H layer, shown as red balls.
Additionally, Nb atoms in the 1T layer are positioned directly above
the Nb atoms in the 1H layer. (b) Charge density at the interface
between the Se 1T and 1H layers in the valence band (VB), with an
isovalue of 10−5 e−/Å3). (c) Induced charge density, �ρ = ρ1T -1H −
ρ1T − ρ1H , representing the difference in charge density between
the 1T/1H bilayer and the individual 1T and 1H layers (isovalue=
7 × 10−4 e−/Å3). Yellow and cyan represent charge accumulation
and depletion, respectively. (d) Spin density distribution within the
1T section of the bilayer (isovalue= 1.5 × 10−3 e−/Å3).

T1H layer, as visually depicted in Fig. 3(b). This bond-
ing interaction results in the emergence of interlayer bonds
that exhibit characteristics akin to covalentlike quasibonds
[65]. Such interlayer bonding behavior has been observed in
other bilayer systems as well, as referenced in prior works
[65]. These results serve as a distinctive hallmark of the
interlayer interactions occurring between the 1T and 1H
layers.

The interlayer interaction is thoroughly elucidated through
a comprehensive analysis of the charge transfer process be-
tween the 1T and 1H arrangements, as visualized in Fig. 3(c)
and summarized in Table III. This investigation reveals a
charge transfer and reorganization when comparing the mono-
layers to the newly constructed bilayer structure. In particular,
the central Nbc atom within the 1T phase, and to a somewhat
lesser extent the neighboring Nb1 atoms, exhibit a marginal
decrease in charge, with charge variations per atom quantify-
ing at less than 0.01 e. The external Nb atoms of the SOD
accumulate a marginal charge of ≈ 0.01 e per atom. All in all,
the net change in the overall charge of the Nb layer within the
1T phase amounts to a mere increment of ≈ 0.01 e. Notably,
the lower Se atoms within the 1T phase experience a charge
loss approximately five times more significant than their upper
counterparts within the same phase, resulting in a net charge
reduction of 0.18 e within the Se layers of the 1T phase.
Consequently, a charge transfer of 0.17 e is observed, flowing
from the 1T phase to the 1H phase. This is in line with our
expectations, as it is consistent with the reduced work function
of the 1T phase, W 1T

f = 5.21 eV, relative to the 1H phase
W 1H

f = 5.36 eV. Within the 1H layer, a distinct redistribution
of charge is also observed. The Nb layer increases its charge

TABLE II. Distances between different Nb atoms for the 1T and
1H SL, and for 1T and 1H in the bilayer. There is a small distortion
when comparing the SL with the bilayer for the 1T.

Type Nbc-Nb1 distance (Å) Nbc-Nb2 distance (Å)

1T SL 3.263 5.762
1T in heterostructure 3.285 5.784
1H SL 3.520 6.092
1H in heterostructure 3.525 6.095

by 0.27 e, while there is a slight charge depletion (0.10 e)
in the Se layers. It is important to highlight that the charge
transfer from the 1T phase to the 1H layer is significantly
reduced when compared to the TaS2 system, as previously
documented in Crippa et al. [54], and this variation in the
charge transfer process may lead to other distinct behaviors
and outcomes.

All in all, the charge transfer and reorganization processes,
as outlined earlier, result in the concentration of charge at
the interface between the 1T and 1H layers, with a notable
emphasis on the vicinity of the Se atoms of the B1T and
T1H layers [see Fig. 3(c)]. This observation aligns with the
presence of interfacial states, visually exemplified in Fig. 3(b).
When the 1T and 1H layers come into proximity, there is a
reduction in the magnetic moment of the SOD structure, as
shown in Table III. The magnetic moments are as follows:
mNbc = 0.24 μB, mNb1 = 0.29 μB (in total), mNb2 = 0.07 μB

(in total). Similar to the SL case, the magnetic moment of
the SOD structure primarily originates from the Nb(dz2 ) states
of the Nbc and Nb1 atoms, as shown in Fig. 3(d). The total
magnetic moment of these states decreases from 0.72 μB in
the 1T-SL configuration to 0.43 μB in the 1T-BL configura-
tion, explaining the reduction in the total magnetic moment
of the SOD structure by approximately 0.3 μB (from 1 μB to
0.72 μB).

The electronic hybridization of interfacial Se atoms and
the charge transfer processes among the layers are pivotal
factors that significantly influence the electronic structures
of the entire system, contrasting with the properties of their
isolated components.

In the SL-1T, as depicted in Fig. 4(a), the valence band
and the lower Hubbard band (LHB) are known to undergo
hybridization, resulting in a broad peak [66], which, in our
specific study, is centered at −0.22 eV. This hybridization
arises from the significant overlap of the Sepz states within
the valence band with the LHB [66]. The complex interplay
of these electronic states poses a substantial challenge when
it comes to precisely determining the position of the LHB. In
contrast, the upper Hubbard band (UHB) in the 1T-SL exhibits
a well-defined, narrow peak, which, in our investigation, is
centered at 0.11 eV.

When we contrast the SL-1T with its bilayer counterpart
[as depicted in Fig. 4(b)], the previously observed broad peak
at −0.22 eV undergoes a notable transformation, resolving
into two distinct smaller peaks. The peak at −0.14 eV displays
clear spin-polarized characteristics, primarily stemming from
the involvement of Nb(dz2 ) and Se(pz) orbitals [see Figs. 4(b)
and 4(c)]. Notably, the contribution from the Nbc SOD center
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FIG. 4. Projected density of states (PDOS) into the Nbc(dz2) (in blue) and (in red) states in both the single layer (a) and bilayer
(b) configurations. Additionally, (c) illustrates the PDOS into the Sec(p) (thick green line), Sec(pz) (thin green line), Seo(p) (thick black
line), and Seo(pz) (thin black line) states. In (a)–(c), the reported data is normalized per atom. (d) Full PDOS encompassing all atoms within
the 1T-SL (in black) and the 1T part of the bilayer (in red).

exceeds that of its nearest-neighbor Nb atoms, Nb1. These
distinct features are also evident in the spatial distribution
of the energy-resolved charge density (see Fig. S6 in the
SM [38]). On the contrary, the peak positioned at −0.22 eV
displays a diminished degree of spin polarization, embodying
a more hybridized character. In this instance, Nbc and its
nearest-neighbor Nb atoms contribute almost equally, a trend
consistently evident in the corresponding energy-resolved
charge density (refer to Fig. S6 in the SM [38]). Notably,
this particular electronic structure spans a broader energy
range, with a distinct and substantial contribution originating
from Se(pz) orbitals. All in all, our calculations suggest that
the combined VB and LHB in the 1T-SL undergo a distinct
separation when the 1T layer is in close proximity to the 1H
layer. Specifically, the peak centered at −0.14 eV predomi-
nantly exhibits LHB characteristics, while the structure with a
central energy of −0.22 eV displays a more pronounced VB
character.

The UHB in our observations also undergoes substantial
alterations when compared to the SL case. Notably, we have

observed that the UHB peak broadens and separates into two
distinct components. The exact cause of this splitting remains
unclear, as both peaks exhibit significant contributions from
Nbc(dz2 ) states, along with contributions from their nearest
neighbors (as evidenced in Fig. 4(b) and further illustrated in
Fig. S6 in the SM [38]).

To further support the assignment of the LHB, VB and
UHB we conducted a series of calculations using different Ueff

parameters within our DFT+U framework. These calculations
provided valuable insights into the behavior of these bands.
Specifically, we observed that the peak associated with the
LHB shifts towards lower energies, and the gap between the
LHB and UHB increases as the Ueff values are elevated, in
line with our expectations. Intriguingly, we also found that the
splitting of the UHB is influenced by the Ueff parameter (for
detailed visualization, refer to Fig. S8 in the SM [38]).

The preceding discussion highlights the significant impact
of the proximity between the 1T and 1H layers on the behavior
of the LHB and UHB, resulting in their shifting closer to
the Fermi level. This observed phenomenon can be attributed

TABLE III. Bader charge transfer analysis was performed for the 1T/1H bilayer, yielding values of �q(Nb) and �q(Se), which represent
the total charge transferred for all Nb and Se atoms, respectively, in either the 1T or 1H component of the heterobilayer relative to the isolated
monolayers. Additionally, the magnetic moment changes in Nb and Se atoms for the 1T or 1H components of the bilayer with respect to the
isolated monolayers are represented by �m(Nb) (μB) and �m (μB), respectively. The value corresponding to the center of the SOD is given for
the 1T component, while the average value for all atoms is given for the other cases.

Species �q(Nb) (e−) �q(Se) (e−) �m(Nb) (μB) �m(Se) (μB)

1T 0.014 (total) −0.180 (total) −0.189 (Nbc) ≈ 0 (average)
1H 0.273 (total) −0.107 (total) −0.106 (average) ≈ 0 (average)
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to the dielectric screening effects originating from the lower
layer acting on the uppermost layer. This dielectric screening
effectively reduces the on-site Coulomb repulsion (Hubbard
U), thereby decreasing the energy gap between the LHB and
the UHB [67]. As a direct consequence of the reduction in U,
a decrease in the charge within the majority spin is observed,
along with an increase in the occupation of the Nbc(dz2 ) and
states in the minority spin. Importantly, this shift in charge
distribution occurs while the overall total charge of the states
remains relatively unchanged. This phenomenon serves to
elucidate the underlying cause of the decrease in the magnetic
moment of the SOD structure (additional details available in
Fig. S9 of the SM [38]).

The reduced on-site Coulomb repulsion U effectively de-
creases the gap between the Hubbard bands. In conjunction
with their hybridization with the valence band, this leads to
broadening, reduced localization, and extended tails. These
effects contribute to the emergence of states at the Fermi level,
consistent with the 1T phase’s transition towards a metallic
phase. Evidence of this is seen in the PDOS for the 1T whole
arrangement, as depicted in Fig. 4(d). The orbital composition
of these states not only involves atoms and orbitals that are
directly associated with the Hubbard bands. This observation
strongly reinforces the idea that the overall system, rather than
the Hubbard bands in isolation, plays a pivotal role in account-
ing for the population of these states and, consequently, for the
insulating-to-metallic transition within the 1T phase in the bi-
layer system. This transition is a direct result of the proximity
effect induced by the metallic 1H counterpart, reflecting the
intricate interplay of electronic interactions within the system.

In summary, our findings indicate that the magnetic mo-
ment of the SOD persists within the heterostructure, which is
an essential ingredient for the Kondo effect, as experimentally
revealed by [18]. Additionally, the 1T phase itself develops
metallicity. We also find evidence of hybridization between
the 1T and 1H layers, along with a reduction in the effective
Coulomb interaction, U , within the lower Hubbard band and
upper Hubbard band. The metallicity of the 1T phase in the
bilayer could be observed in experiments conducted above
the Kondo temperature. At very low temperatures, when the
1H phase becomes superconducting (an effect not captured
by DFT calculations), our results suggest that this supercon-
ductivity could be induced in the 1T phase due to interlayer
coupling. Both the Kondo effect and the Yu-Shiba-Rusinov
resonances observed in experiments require significant cou-
pling between the magnetic moment and the host. Until now,
this coupling was thought to occur exclusively between the
1T and 1H layers. However, our study suggests that such
coupling could occur within the 1T layer itself, potentially
leading to much higher hybridization. The occurrence of
Kondo effect, and even of a Kondo lattice behavior, due to
metallicity developed within a 1T-stripe phase has already
been reported in Liu et al. [68]. Finally, our systematic study

of charge transfer between the layers provides insights into
how they interact and preserve or modify their character in the
heterostructure.

IV. CONCLUSIONS

In this theoretical investigation, we conducted a compre-
hensive study of 1T-NbSe2 and 1H-NbSe2 SLs and their
1T/1H heterobilayer structure by means of DFT calcula-
tions. Our findings indicate that a Ueff = 1.3 eV and a lattice
constant of 3.52 Å adequately describe the overall physical
properties of both SLs configurations, providing a common
framework for both phases. This unified setup is essential for
investigating the properties of the heterobilayer system. For
the 1T/1H heterobilayer, we explored the interlayer interaction
between the SLs. Our investigation found a charge transfer
and reorganization process between 1T and 1H layers of 0.17
e flowing from the 1T phase to the 1H phase and supported by
work function calculations. In particular, there is a concentra-
tion of charge at the interface between the 1T and 1H layers,
primarily in the vicinity of the Se atoms. This localized charge
accumulation gives rise to the presence of interfacial states.
Upon bringing the 1T and 1H layers into close proximity, a
reduction in the magnetic moment of the SOD structure is
observed, decreasing 0.3 μB, while still maintaining its pres-
ence, which is a key ingredient for the Kondo effect observed
in experiments. In the 1T-SL, the VB and the LHB undergo
hybridization, forming a broad peak. When the two SLs come
into contact, this peak splits into two distinct structures: one
with clear LHB attributes and another with reduced spin polar-
ization and more hybridized character. Additionally, the UHB
broadens. This transformation in the electronic structure near
the Fermi level is accompanied by a reduction in the Hubbard
U due to the dielectric screening effect between the layers.
The combined effects of reduced effective Hubbard U and
hybridization between the single layers play a crucial role in
the emergence of metallic states in the 1T/1H heterobilayer.

All data that support the findings of this paper are included
within the article (and any SM files).
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