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Physical Insights on the Ambiguous
Metal–Graphene Interface and Proposal

for Improved Contact Resistance
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Abstract— The ambiguous behavior of metal–graphene
interface has been addressed in this paper using density func-
tional theory and nonequilibrium Green’s function formalism.
For the first time, the fundamental chemistry of metal–graphene
interface, in particular role of sp-hybridized and sp2-hybridized
carbon atoms, has been emphasized and discussed in detail in
this paper. It was discovered that the sp-hybridized sites at the
edge of a graphene monolayer contribute to 40% of current
conduction when compared with sp2-hybridized atom sites in
the graphene–metal overlap region. Moreover, we highlighted
the insignificance of an additional metal layer, i.e., sandwiched
contact, due to lacking sp-hybridized carbon sites. A fundamental
way of defining the contact resistance, while keeping chemical
bonding in mind, has been proposed. The bonding insight has
been further used to propose the novel ways of interfacing metal
with graphene, which results in a 40% reduction in contact
resistance.

Index Terms— Chemical bonding, contact resistance, edge con-
tacts, graphene, metal–graphene interface, palladium–graphene
interface.

I. INTRODUCTION

GRAPHENE with its unique and superior properties
[1]–[5] is expected to play a vital role in emerging nano-

electronics and RF applications. This is evident from the esti-
mated (theoretically) cutoff frequencies of 2–20 THz [6], [7].
However, the highest cutoff frequency ( fT ), experimentally
reported until now is 427 GHz [8], which shows a big
gap between expected performance and state of the art.
One of the major hindrance in realizing terahertz graphene
FET is the contact resistance (Rc), i.e., weak metal–graphene
interface.

A number of experimental work, to lower the
metal–graphene contact resistance, have been widely
reported until now. However, investigations often fail to
explain the root cause behind the high contact resistance
or the shown improvements are misleading in nature. For
example, Yu et al. [9] have proposed the graphene work
function tuning using a back-gate electric field to lower the
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graphene–metal contact resistance. However, the explanation
is limited to work function difference and lowering of
barrier height with the application of an electric field.
Studies of metal–graphene standard overlapping contacts and
standard edge contacts have been done excessively [10]–[15].
The overlapping contacts were shown to have higher contact
resistance when compared with the edge contacts [12]–[15].
An improved metal–graphene interface due to in-plane
contacts in the edge-contacted structure is attributed to
the reduction in contact resistance. However, the first-
principle analysis of the edge contacts and atomic-scale
comparison of the edge contacts with overlapping contacts
have never been analyzed in detail. This manuscript reveals
a more fundamental mechanism leading to this improved
contact resistance, which is missing in earlier works.
Franklin et al. [16] have shown that the double-sided
(sandwiched) contact geometry can lower the contact
resistance by 40% when compared with standard overlapping
contacts. Franklin et al. [16] have attributed this to the
improved coupling between metal and graphene; however,
they have failed to account for process lead differences
and die-to-die variations. Moreover, the physical insights
leading to this improvement are also missing in the earlier
works. In this paper, we demonstrate using density functional
theory (DFT) and nonequilibrium Green’s function (NEGF)
formalism that sandwiched contacts do not improve the
contact resistance as proposed in [16].

Stokbro et al. [17] have reported the theories related to
current flow at the nickel–graphene interface. However, the
current flow and voltage drop mechanism at the palladium–
graphene interface and other related interfaces is missing in
the literature. For example, how changing the metal with the
lower work function than graphene affects the voltage drop?
Frederiksen et al. [18] have used the first-principle analysis
to explain the impact of an electrode metal on transport
characteristics of metal–sp2 carbon interface using a single
C60 molecule. Still carrier transport through sp2 graphene
sheet and sp-hybridized graphene edge, when interfaced with
metal are by and large open questions. Moreover, further
clarity on the current pathways and the role played by
the sp-hybridized carbon atoms over the interface properties
is highly desired. Robinson et al. [19] have reported how
O2-plasma etching and subsequent thermal annealing with
varying annealing time can improve the value of the contact
resistance by forming a high quality interface. Leong et al. [20]
explain how thermal annealing unknowingly creates defects
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Fig. 1. (a) Contact resistance (Rc) comparison for different metal–graphene
interfaces. (b) Comparison of contact resistance (Rc) for different metal stacks
interfaced with the graphene and palladium–graphene interface.

in the graphene sheet and forms edge contacts within the
contact region which in turn reduces the contact resistance.
These defects improve the value of Rc, which is also seconded
in [21]. Finally, the fundamental chemistry behind the contact
resistance improvement by the creation of defects in the
graphene sheet is open for deeper explorations.

This paper addresses the following open questions and is
arranged as follows. Section II describes the computational
setup used for the first-principle analysis and gives reasoning
for the selection of metal in this paper. Chemical role of the
metal–graphene interface, in particular role of sp-hybridized
and sp2-hybridized carbon atoms, is discussed in Section III.
Section IV addresses the anomalous behavior of the graphene–
metal interface, whereas the relative contribution of an edge
region in lowering the contact resistance is addressed in
Section V. Novel ways of interfacing metal with graphene have
been proposed in Section VI. Finally, this paper is concluded
in Section VII.

II. COMPUTATIONAL SETUP

Until now various metals [22] have been used to form an
ohmic contact with graphene. Palladium (Pd), nickel (Ni),
chromium (Cr), and titanium (Ti) are reported to form a strong
bond with graphene [22]; however, improved bonding may not
always result into the reduced contact resistance. Moreover,
often wetting metal layers have also been used to improve the
transport efficiency of the metal–graphene interface. Fig. 1
summarizes the contact resistance values reported for various
different metal/metal-stacks with the graphene sheet. Palla-
dium has been reported to have the lowest contact resistance
with graphene. Keeping this in mind, palladium has been used
for the computational studies in this paper.

The palladium–graphene contact structure’s cross-sections
are shown in Fig. 2. The simulation domain is virtually divided
into three regions, namely edge, overlap, and channel regions,
for the sake of clear explanations, as shown in Fig. 2(a). It is
worth highlighting that, in order to form an interface with least
lattice mismatch between palladium and graphene, palladium
is cleaved across all directions before forming an interface
with graphene. Moreover, Pd(111) is used for analysis, as
the lattice mismatch between Pd(111) and graphene is the
least (∼2%). However, the strain effects due to finite lattice
mismatch have been considered for a few initial simulation
for completeness [Fig. 2(b)]. In addition to these, a standard
edge structure [Fig. 2(c)] as well as a sandwiched struc-
ture [Fig. 2(d)] is also analyzed for the completeness of

insights presented. In this paper, a zigzag edge of the graphene
is directed along the transport direction and an armchair
edge in the overlap region. It is worth highlighting that the
findings in this paper are expected to be independent of edge
type along the transport direction. This is attributed in [17],
which explains that the contact resistance remains independent
of the edge type in the transport direction. Ab-initio DFT
and NEGF formalisms are used for the calculations and
analysis [23], [24], while using QuantumWise ATK simulation
package for this paper [25]. The local density approximation
describes the exchange-correlation interaction between the
electrons. The density mesh cutoff is 75 Hartee (150 Rydberg)
with 12 k-points in the direction of structure’s periodicity.
Furthermore, a Poisson solver that combines a fast Fourier
transform method in the transverse transport direction (direc-
tion in which a structure is periodic), while a multigrid Poisson
solver in the transport direction (using a Dirichlet boundary
condition) has been used for this paper. A source–drain bias
of 250 mV is applied to conduct the carrier transport analysis.
Finally, the calculations are done for electron temperature
of 300 K using a single-zeta polarized basis set for palladium
as well as carbon atoms.

III. CHEMICAL ROLE AT PALLADIUM–GRAPHENE

CONTACT

Carbon with its electronic configuration of {1s22s22p2} has
two electrons in its s and p orbitals (px and py each). These s,
px , and py orbitals combine to form directional sigma bonds
with three neighboring carbon atoms in the plane and create
an sp2-hybridized orbital. The pz orbital of carbon atoms
together form a cloud of π-electrons resulting in a resonating
π bond [26]. These resonating π-electrons and sigma bonds
lead to unique and superior electrical and mechanical prop-
erties. With sp2-hybridization, carbon achieves an electronic
configuration of {1s22s22p6} which is the same as the next
noble element neon (Ne). As there are no empty/half-filled
d orbitals in carbon, there is no possibility for the carbon atoms
in the graphene sheet to interact chemically with metal atoms.
Unlike the carbon atoms in the interiors, the carbon atoms at
the edges are sp-hybridized which, in general, have potential
to form much stronger chemical bond with transition metals
compared with sp2-hybridized carbon atoms [27].

As carbon is more electronegative than palladium, the
electron cloud in the Pd–carbon covalent bond is inclined
toward the carbon atom. For carbon atoms in the three
regions [Fig. 2(a)], Fig. 3 shows the charge transfer from
palladium to carbon. We observe that a substantial charge
transfer of the order of ∼0.1 e per C atom from palladium
to carbon at the edge region; however, the same in the overlap
region is ∼0.06 e per C atom. Moreover, the charge transfer
from Co and Ni atoms to C has earlier been reported to
be 0.05 e and 0.07 e per C atom, respectively, [28]. These
observations manifest the following: 1) high bond strength
between Pd and graphene at the edge region when compared
with the overlap region; 2) high bond strength between Pd and
graphene when compared with other metals; 3) the edge
region may offer a less resistance path when compared with
the overlap region; and 4) the bonding between metal and

Authorized licensed use limited to: J.R.D. Tata Memorial Library Indian Institute of Science Bengaluru. Downloaded on October 04,2022 at 05:49:58 UTC from IEEE Xplore.  Restrictions apply. 



GHATGE AND SHRIVASTAVA: PHYSICAL INSIGHTS ON THE AMBIGUOUS METAL–GRAPHENE INTERFACE 4141

Fig. 2. Pd(111) is interfaced with zigzag graphene edge along the transport direction. The channel length used in each case is ∼90 Å and bias between
graphene and palladium ends is 250 mV. Front view of (a) standard overlapping-contact structure, (b) relaxed overlapping-contact structure, (c) standard
edge-contact structure, and (d) sandwich-contact structure.

Fig. 3. Mulliken charge population of carbon atoms in the edge, overlap,
and channel regions of the graphene.

graphene plays a critical role in defining the contact properties
and, therefore, a deeper understanding of the contact chemistry
is required.

IV. ANOMALOUS GRAPHENE–METAL CONTACTS

An edge contact, as shown in Fig. 2(c), has been
demonstrated earlier to have the reduced contact resis-
tance when compared with an overlapping-contact geometry
[Fig. 2(a)] [12]–[15]. This behavior is assumed to be attributed
to the formation of strong chemical covalent bonds between
the graphene and metal atoms. In addition to an edge contact,
a double-side contact (or sandwiched contact), as shown
in Fig. 2(d), was experimentally demonstrated to reduce the
contact resistance by ∼40% in [16]. This behavior was also
assumed to be attributed to: 1) enhanced graphene–metal
coupling/bonding and 2) increased graphene doping in the
presence of top as well as bottom metal layers [16]. We suspect
that the improvements reported in [16] might be due to
process artifacts or variations. For example, processes, such as
annealing and plasma ashing, do introduce basal defects within
the graphene sheet. Such defects can improve the contact
resistance as discussed later in this paper. Our investigations,
as presented in this section, show a different and anomalous
behavior when compared with earlier works. Moreover, a
detailed atomistic picture of molecular bonding leading to the
contact resistance improvement in the edge and sandwiched
geometries is missing in these works, which is addressed in
this paper.

Fig. 4 shows that the contact resistance remains by and large
unchanged for various contact geometries, as shown in Fig. 2.

Fig. 4. Resistance (in �μm) for edge-contact, standard overlapping-contact,
and sandwich-contact structures for the graphene channel length of ∼90 Å
and bias between graphene and palladium ends is 250 mV.

The difference in the resistance value is <2% (Fig. 4).
Interestingly, the resistance of the sandwiched contact is 2%
higher than the standard contact, unlike in [16]. This behavior
can be attributed to the limited empty orbitals present at the
graphene edge for bonding with metal atoms. This hypothesis
is investigated in detail in this section. The overlapping-contact
geometry with the palladium–graphene distance of ∼2.2 Å
forms a stable bond with pz–dz2 orbitals. To understand
the bonding phenomenon, the overlapping-contact geome-
try [Fig. 2(a)] is relaxed, so that the maximum force in the
structure is <0.05 eV/Å. The relaxed structure [Fig. 2(b)]
displays how the graphene loses its planar nature at the edge
of the interface and also that the palladium atoms are pinned
up to a graphene layer and lifted from their actual position.
Palladium has an electronic configuration of {[Ar]4d105s0}
in the ideal state. But, as the 5s and 4d orbitals have nearly
the same energy, electrons from 4d orbitals are excited easily
to the 5s orbital. The 4d orbital (dz2) then overlaps with the
pz orbital of carbon to form a strong covalent bond. The
relaxed structure shows that the edge-geometry [Fig. 2(b)]
is not a binding factor to form a stable strong chemical
bond.

To investigate the phenomenon at the interface of the edge-
contacted geometry as well as the sandwiched geometry, we
analyzed the local density of states (LDOS) for both the struc-
tures and compared them with the LDOS of the overlapping-
contact structure. A edge-contact structure [Fig. 5(b)] as
well as a sandwiched structure [Fig. 5(c)] shows increased
DOS for energies lower than 0 eV when compared with the
standard overlapping-contact structure [Fig. 5(a)]. However,
this improvement is attributed to increased DOS of palladium
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Fig. 5. LDOS for (a) standard overlapping-contact structure, (b) edge-contact
structure, and (c) sandwich-contact structure. The LDOS is averaged along the
width of the palladium–graphene-contacted structures (the regions marked in
white are beyond the scale).

Fig. 6. PDDOS in standard overlapping and edge-contacted structures for
(a) graphene in the interface region and (b) palladium in the interface region.
PDDOS in standard overlapping-contact and sandwiched-contact structures
for (c) graphene in the interface region and (d) palladium in the interface
region.

as evident from Fig. 6. Projected device density of
states (PDDOS) for the graphene at the interface is shown
in Fig. 6(a) and (c) while Fig. 6(b) and (d) shows the
PDDOS for palladium atoms at the interface. For energies
lower than 0 eV, the PDDOS for graphene does not vary for
edge as well as sandwiched structures when compared with
the overlapping structure, while the PDDOS for palladium
is increased for the edge-contact and sandwiched structures
when compared with the overlapping-contact structure. The
unaffected DOS of graphene further justifies the indifference
in the resistance values.

Difference in the charge distribution at the interfaces of the
edge and overlapping structures was studied further using the
electron difference density (EDD) (Fig. 7) in the graphene
plane. The EDD is defined as the difference between the
electron valence density and the neutral atom electron den-
sity along the transport direction. The EDD in overlapping
contact [Fig. 7(a)] does not vary much from the edge-contacted
structure [Fig. 7(b)]. A spike in the edge structure [Fig. 7(b)]
at the fractional coordinate 0.47 (edge region of the contact)
shows the slight difference in the charge rearrangement at
the palladium–graphene interface edge. This spike explains

Fig. 7. EDD for (a) overlapping-contact structure and (b) edge-contact struc-
ture plotted along the transport direction with length in fractional coordinates.
Lov is marked as the overlap region length in standard overlapping and edge-
contacted structures.

Fig. 8. Electrostatic difference potential of overlapping-contact and
sandwich-contact structures plotted along the transport direction with length
in fractional coordinates.

the slight improvement in charge distribution due to edge
contact geometry when compared with the overlapping-contact
geometry. We can, hence, conclude that irrespective of the
edge or overlapping-contact structure, as palladium forms a
strong covalent bond with unhybridized carbon atoms, the
difference in the contact resistance is negligibly small. This
difference might be relatively higher for metals with weak
tendency to form bonds with graphene. Thus, modification
in the edge contact interfacing technique does not reduce the
resistance for metals having high tendency to form covalent
bonds.

On one hand, the discussion above justifies that new meth-
ods to further reduce the contact resistance must be discovered
and exploited. However, on the other hand, the 2% higher
resistance of sandwiched contact unlike reported earlier [16]
remains a mystery. To address the indifference between the
overlapping-contact structure and sandwiched structures, elec-
trostatic difference potential [�VH (eV)] across both the struc-
tures along the transport direction (in fractional co-ordinates),
as shown in Fig. 8, is compared. As the work function of
graphene is higher than that of palladium, electron transfer
from palladium to graphene can be seen, which leads to
rising of electrostatic potential within graphene. Fig. 8 shows
the unchanged electrostatic potential for the overlapping-
contact structure and sandwiched structures in the interface
region (0.25 < x < 0.6), which suggests why the sandwiched
structures do not change the contact property and, hence, may
not help in reducing the contact resistance.

Finally, it is worth investigating the carrier transport behav-
ior across the overlapping-contact, sandwiched-contact, and
edge-contact structures to validate our conclusions above.
Fig. 9 compares the respective transmission spectrum [T(E)]
and shows no significant change. This proves that the car-
rier transport channels remain intact and are independent of
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Fig. 9. Transmission spectrum of the edge-contacted [Fig. 2(c)], sandwiched-
contacted [Fig. 2(d)], and overlapping-contacted [Fig. 2(a)] structures.

Fig. 10. Fitted curve and fitting function for (a) contact resistance (in �μm)
versus palladium–graphene overlap length (Lov ) and (b) tunneling resistance
(in M�−atoms) versus number of atoms (n) in the tunneling region.

edge or sandwiched geometry. To understand this anomalous
behavior, one can dig into the orbital theory. As carbon atoms
at the edge of the graphene sheet is sp-hybridized and the
π-electrons are resonating in the plane, these carbon atoms
at the edge can only form an additional sigma bond with
the metal atoms as shown by the palladium–graphene relaxed
structure [Fig. 2(c)]. Hence, the bonding channel remains
invariant of the presence of single-sided or double-sided metal
contacts. Thus, a sandwiched structure does not improve the
chemical covalent bonding between palladium and graphene,
causing no change in the contact resistance unlike suggested
in [16]. In fact, for the sandwiched structure [Fig. 2(d)],
a slight increase in resistance is observed, which can be
attributed to the formation of chemical bond between some of
the palladium atoms on either side of the graphene monolayer
instead to the carbon atom in the graphene sheet.

V. EDGE VERSUS OVERLAP RESISTANCE

One can recall from the anomalous graphene–metal contacts
section that the carrier transport through the edge region
is through the bonding channels, whereas the same from
the overlap region is through the tunneling channels. This
raises a fundamental question—what percentage of current
flows through the sp-hybridized edge region and what through
the sp2-hybridized overlap region? In other words, what is
the relative contribution of the edge region in lowering the
contact resistance? To address this question, we have stud-
ied the contact resistance as a function of overlap length,
as shown in Fig. 10(a). The edge region’s contribution in
lowering the contact resistance is extracted by extrapolating
the characteristics presented in Fig. 10(a) to the overlap
length of 0 Å. This ignores carrier transport contribution
through the overlap region. We can think of extracted contact
resistance (Rc) as a parallel combinations of edge and overlap

Fig. 11. Top view of (a) standard structure, (b) comb-shaped-contact
structure, and (c) defected-contact structure. The cut-planes AA′, BB′, XX′,
YY′, and ZZ′ are used to analyze the potential drop (Fig. 16).

Fig. 12. Contact resistance (in �μm) for standard structure, comb-shaped-
contact structure, and defected (chemically bonded overlap) structure for
250 mV bias between palladium and graphene ends.

region’s contact resistances (Re and RT , respectively). This
results in an edge region’s resistance (which lowers the contact
resistance by 40%) of ∼260 �μm.

The other question one can think of is—is there even a
more fundamental way of defining the contact resistance? For
example, the contact resistance is dependent on the nature of
transport and per unit atoms. We have transformed the edge
and overlap region’s contact resistances by multiplying the
same with the number of carbon atoms present at the edge
(sp-hybridized carbon atoms) and in the sp2-hybridized over-
lap region. The former is calculated to be 1.28 M�−atomssp
and the latter is shown in Fig. 10(b) as a function of number
of carbon atoms (n), in the units of M�−atomssp2. It is worth
highlighting that the extracted numbers may not be universal
as it depends on various parameters, such as metal DOS,
work-function, applied bias, and device width. Hence, further
work is required to derive fundamental constants showing the
contact behavior.

VI. PROPOSAL FOR CONTACT RESISTANCE IMPROVEMENT

The chemical role of sp-hybridized carbon atoms at the edge
suggests that increasing the sp-hybridized sites can potentially
improve the contact resistance. These chemical bonding sites
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Fig. 13. Front view of the current density contour for (a) standard structure at 0 eV, (b) comb-shaped-contact structure at 0 eV, and (c) defected-contact
structure at 0 eV.

Fig. 14. LDOS of (a) standard structure, (b) comb-shaped-contact structure, and (c) defected-contact structure. The LDOS is averaged along the width of
the palladium–graphene-contacted structures. (The regions marked in white are beyond the scale.)

are limited by the inability of carbon atoms in the interiors
of the edge-contacted and sandwiched structures to form
chemical covalent bond with the metal atoms. To increase the
chemical bonding sites at the interface edge and reduce the
contact resistance between metal and graphene, a novel way
to create an interface is proposed in this section. Fig. 11(a)–(c)
shows the top view of an standard contact, comb-shaped-
contact geometry, and defected-contact geometry, respectively.
A unique shape of the comb-shaped contact increases the
number of sp-hybridized carbon atoms at the edge. Similarly,
the defect creation in the overlap region by intentionally
removing individual carbon atoms from the graphene plane
increases the number of sp-hybridized carbon atoms within the
graphene plane in the overlap region. A combination of both
can maximize the sp-hybridized carbon atoms in the entire
contact region.

Ab-initio calculations were conducted to compare the con-
tact resistance of the three structures shown in Fig. 11.
Fig. 12 shows an improvement of ∼20% for both comb-
shaped-contact and defected-contact structures. To validate
our initial guess, another structure with more comb teeth,
i.e., increased sp-hybridized sites, was investigated. The cal-
culated contact resistance was further reduced upholding the
chemistry presented above. One may argue that increasing the
edge transport might increase the current crowding [29]–[31]
as majority of current flows through the graphene edge.

Fig. 15. PDDOS in standard and comb-shaped-contact structures
for (a) graphene in the interface region and (b) palladium in the interface
region. PDDOS in standard and defected-contact structures for (c) graphene
in the interface region and (d) palladium in the interface region.

This can be resolved by increasing the defect sites in the
overlap region and, hence, increasing the sp-hybridized carbon
atoms.

The first cut view into the transport behavior of these
geometries is given in Fig. 13 by investigating the cur-
rent densities (without inclusion of nonlocal densities [32])
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Fig. 16. Potential drop contours for (a) standard structure, (b) comb-shaped-contact structure with cut along BB′ [Fig. 11(b)], (c) comb-shaped-contact
structure with cut along AA′ [Fig. 11(b)], (d) defected-contact structure with cut along XX′ [Fig. 11(c)], (e) defected-contact structure with cut along
YY′ [Fig. 11(c)], and (f) defected-contact structure with cut along ZZ′ [Fig. 11(c)].

Fig. 17. Front view of electrostatic potential isosurface for (a) standard structure at 0.1 eV, (b) comb-shaped-contact structure at 0.1 eV, (c) defected-contact
structure at 0.1 eV, (d) standard structure at −0.3 eV, (e) comb-shaped-contact structure at −0.3 eV and (f) defected-contact structure at −0.3 eV.

at 0 eV. The results shown in contour plot in Fig. 13 are real-
space view of current density in the yz plane. The current
density in the graphene shows π-electrons carrying current
symmetrically about the graphene sheet in the bulk region.
There is a distinctive difference in the current densities among
different structures depending upon the interfacing method.
On comparison to the standard structure [Fig. 13(a)], comb-
shaped and defected-contact geometries have high-current
injection in the overlap regions [Fig. 13(b) and (c)].

LDOS and PDDOS, as shown in Figs. 14 and 15(a) and (c),
show an improved graphene DOS for the comb-shaped
and defected-contact structures unlike the standard-contact
structure. On the other hand, the palladium DOS remains
unchanged [Fig. 15(b) and (d)]. The increased DOS of
graphene above Fermi energy in the comb or defected region
is attributed to strong covalent bonding with palladium. The
same does not change in the sp2-hybridized regions due to
lack of chemical bonding. Furthermore, to deduce the impact
of the comb and defected geometries, the potential drop across
various cross-sectional planes are studied, as shown in Fig. 16.
In a nutshell, the maximum potential drop is observed in the
edge or sp-hybridized regions, which validates the maximum
charge transfer from these regions when compared with the
sp2-hybridized regions.

The spatial location of the transport channels is further
validated using isosurface of the electrostatic potential for all
the three contact geometries, as shown in Fig. 17. The iso-
surface of the electrostatic potential for the standard-contacted

Fig. 18. Transmission spectrum for comb-shaped-contact, defected-contact,
and standard-contact structures.

structure at 0.1 eV [Fig. 17(a)] as well as −0.3 eV [Fig. 17(d)]
shows that the current predominantly flows only through the
edge as the chemical bonds are formed only at the edge of
the graphene sheet. However, in the comb-shaped contact,
with chemically increased bonded region, the current flows
through the entire comb region for both 0.1 eV [Fig. 17(b)] and
−0.3 eV [Fig. 17(e)]. Similarly, the isosurface contour plot for
the defected-contact structure, as shown in Fig. 17(c) and (f),
shows the charge transfer from metal to graphene in the entire
overlap region. The increased pathways for current injection,
when compared with the standard structure [Fig. 17(d)], are
clearly visible and are attributed to increase sp-hybridized
sites.

So far, we have established that the contact resistance
in comb and defected-contact geometries reduces due to an
increased number of transport channels. However, one may
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still ask whether or not the transmission probability improves
with different contact geometries. Fig. 18 shows no change
in the transmission spectrum. This validates that the contact
resistance improvement in comb and defected-contact geome-
tries is solely due to increased number of transport channels
as created by increasing sp-hybridized sites over the contact
region within the graphene plane.

VII. CONCLUSION

Various contact geometries discussed and analyzed in this
paper help in addressing the ambiguous behavior of the metal–
graphene interface and chemical role of the metal–graphene
interface. Role of sp-hybridized and sp2-hybridized carbon
atoms has discovered that the sp-hybridized sites at the edge
of the graphene monolayer contribute to 40% of current
conduction when compared with sp2-hybridized atom sites
in the graphene–metal overlap region. This is attributed to
the increased number of transport channels due to strong
covalent bonding between palladium atoms and sp-hybridized
carbon atoms. We have also highlighted that the presence
of an additional metal layer, i.e., the sandwiched contact,
does not improve the chemical covalent bonding and, hence,
the interface properties due to lacking sp-hybridized carbon
sites. In fact for the sandwiched structure, a slight increase
in resistance is observed, which can be attributed to the
formation of chemical bond between some of the palladium
atoms on either side of the graphene monolayer instead to
the carbon atom in the graphene sheet. This paper for the
first time has proposed a more fundamental way of defining
the contact resistance, which is dependent on the nature of
transport, bonding orbitals, and is given in units of per unit
atoms. The edge region’s contact resistance is calculated to
be 1.28 M�−atomssp. Similarly, the contact resistance per
unit sp2-hybridized carbon atoms has also been presented.
Finally, the chemical role of sp-hybridized carbon atoms at
the edge has suggested that increasing the sp-hybridized sites
can potentially improve the contact resistance. To increase
the chemical bonding sites at the interface edge and reduce
the contact resistance between metal and graphene, comb-
shaped-contact and defected-contact geometries are proposed,
which together result in a 40% reduction in the contact
resistance.
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