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Understanding and mastering the mechanical properties of metallic nanoparticles is crucial for their use in a wide range of appli-
cations. In this context, we use atomic-scale (Molecular Dynamics) and continuous (Finite Elements) calculations to investigate in
details gold nanoparticles under deformation. By combining these two approaches, we show that the elastic properties of such nano-
objects are driven by their size but, above all, by their shape. This outcome was achieved by introducing a descriptor in the anal-
ysis of our results enabling to distinguish among the different nanoparticle shapes studied in the present work. In addition, other
transition-metal nanoparticles have been considered (copper and platinum) using the aforementioned approach. The same strong de-
pendence of the elastic properties with the shape was revealed, thus highlighting the universal character of our achievements.

1 Introduction

Metallic nanoparticles (NPs) are fascinating objects with unique properties that differ significantly from
their bulk counterparts due to their high surface area to volume ratio. Consequently, many nanoparticle-
based technology approaches are foreseen in different fields such as catalysis, medical or optics applica-
tions [1]. However, NPs can be subjected to mechanical constraints, whatever their domain of use, lead-
ing to structural modifications or even irreversible changes that can drastically affect their intended ap-
plication [2]. Although reversible, understanding how small-sized metallic NPs are modified during the
elastic deformations is crucial. Yet, this must be addressed by taking into account that the physics at
the nanoscale is particular, especially for NPs whose diameter is less than about 10 nm. Typical exam-
ples include the dependence on the size of the melting temperature [3] or surface energy [4] in case of
pure NPs as well as the order-disorder transition temperature for bimetallic nanoalloys [5].
Regarding the mechanical properties of metallic materials, an increase in strength is commonly observed
when the characteristic microstructural length scale is reduced [6, 7]. This mainly concerns systems with
a minimal size of the order of a hundred nanometers where three regimes have been highlighted in case
of plastic deformations: the nanometer regime (∼ 100 nm and below), an intermediate regime (between
100 nm and approximately 1 µm), and a bulk-like regime [8].
However, the study of the mechanical properties of NPs is much more complex. From an experimental
point of view, in situ Transmission Electron Microscopy [9, 10, 11, 12, 13, 14] or Scanning Electron Mi-
croscopy [15, 16] nanoindentations have been developed for addressing this issue as they provide real-
time monitoring of the deformation. Although powerful, these experimental techniques are applied to
nanoparticles, which range in diameter from a few tens to several hundred nanometers and and barely
suitable for smaller ones. Moreover, these approaches are rather cumbersome, limiting their use for sys-
tematic studies and often require a numerical support. Therefore, different theoretical models based on
analytical calculations have been proposed to characterize nano-objects under elastic deformation by
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considering the effect of the surface [17] or the influence of the shape (mainly length to width ratio) [18,
19, 20] on their structural properties. These studies have shown that the mechanical properties depend
on the dispersion characteristics of the material while the increase in apparent elastic modulus for smaller
systems is attributed to surface tension effects. Despite being attractive on a purely formal point of view,
these models are not really adapted to NPs since they do not take explicitly into account their finite
shape i.e. the prevalent role of the surfaces, the vertices and the edges that lead to specific structural
properties. More specifically, the nature of the different surface sites should not be ignored, especially
since as the size decreases, the contribution of facets, which are predominant for large dimensions, de-
creases in favour of vertices and edges. In order to obtain an atomic-scale view, in which the surface sites
are clearly treated, computer simulations are generally considered very useful tools to investigate the me-
chanical properties of NPs [21]. Among the possible techniques [22, 23, 24], molecular dynamics (MD)
simulations are the most widespread as they enable to precisely characterize the elastic and plastic mech-
anisms of NPs under deformation whose sizes are close to the experiments [25, 26, 27, 28]. Previous stud-
ies have shown how the yield of metal FCC NPs is initiated by partial dislocations emanating from the
fringe of the surface step beneath the indenter [19] while exhibiting low-stress elasticity [26, 29]. These
dislocations annihilated on the lateral surfaces of the faceted particles, leading to defect-free particles
during indentation [25]. Most atomistic simulations have been carried out demonstrating that the modu-
lus of elasticity decreases with size due to the lower cohesive energy of small NPs [30]. Moreover, analy-
sis of the stress distributions in platinum NPs under elastic compression revealed that the stresses were
inhomogeneous within the material and varied for different sizes (4 and 20 nm) and orientations [31].
Very recently, the case of bimetallic and high-entropy alloys NPs have been investigated highlighting the
impact of the chemical composition and the distribution of the different elements within the NP (core-
shell, solid solution, ...) on their mechanical properties [28, 32]. Lastly, the investigation of mechani-
cal properties of nano-objects has also been tackled using continuous methods such as Finite elements
(FE). One of the main advantages of FE is the capability to simulate complex geometries and bound-
ary conditions, as is the case with nanoparticles. Several studies have shown how FE is an appropriate
method at the nanoscale: to model plastic relaxation SiGe/Si heteroepitaxial nanoislands [33, 34, 35], to
access elastic and plastic behavior coupled with Dislocations dynamics simulations [36, 37], to compute
the stress distribution inside nanoparticles during indentation [25, 38].
Surprisingly, there is no exhaustive study regarding the effects of size and shape on the elastic proper-
ties of NPs. Most of the previously published works concerned uniaxial compression along a specific ori-
entation for fairly large NPs (above 10 nm) or not in a large range of diameter whose shape is rarely
observed (cubic, spherical, truncated spherical, rhombicuboctahedro...). However, these studies are in-
complete to better understand and predict the properties of metallic NPs under elastic deformation. To
address this issue, different sizes (ranging from 4 to 25 nm) and shapes (truncated cube, cuboctahedral,
truncated octahedral and Wulff strucures) of NPs, close to those experimentally observed, are investi-
gated using complementary approaches, i.e. MD and FE. Thanks to these approaches, the elastic de-
formations during nanoindentation along the (111) and (001) facets are analyzed. NPs of three different
metal (Au,Cu,Pt) will be considered to draw conclusions as general as possible.
Nanoparticles are systems of finite size that cannot be considered as simple fragments of a crystalline
solid thus adopting structural arrangements that differ from the those of bulk [39]. In this context, Wulff
established a well known rule to describe the equilibrium forms of free polyhedral crystals [40] that has
been extended to supported systems [41]. Among all the possible identified structures, we focus our study
on morphologies that are observed experimentally , i.e. truncated cube, cuboctahedral, truncated oc-
tahedral and Wulff shapes (see Fig. 1a). Note that the particular case of icosahedral NPs, common for
small aggregates, is not considered here since the icosahedral arrangement is unstable for particles larger
than 4-5 nanometers. As seen in Fig. 1b, the shapes addressed in the present work are based on the face-
centered cubic (FCC) lattice, leading to the presence of outer facets of (111) and (001) orientations. To
highlight size effects, NPs with diameters (d) ranging from 4 to 25 nm range (around 102 to 106 atoms,
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Figure 1: (a) Truncated cube, cuboctahedral, Wulff and truncated octahedral structures (b) (001) and (111) facets present
at the surface of the NPs. (c) Schematic representation of the indentation of the NP where plane indenters are imposed.

respectively) are taken into account. More precisely, d is defined as following:

d = 2 ·
(
3Veff

4π

)1/3

(1)

with Veff being the effective volume of a sphere equal to the exact volume of the considered nanoparti-
cle. The size is strictly related to the number of atoms of the NP and allows us a more methodical study
of different shapes at same size. Lastly, different transition metal elements (Au, Cu and Pt) are consid-
ered to generalize as much as possible our conclusions on the elastic properties.
In the Methodology section, the NPs deformation procedure using plane indenters (see Fig. 1c) is de-
tailed from atomistic and continuous approaches as seen in Fig. 2.

2 Gold nanoparticles

The elastic properties of gold NPs calculated by the two previous approaches are now compared macro-
scopically and locally. First, the true stress true strain curves are investigated to identify the overall me-
chanical properties. In a second step, the stress maps are calculated to have a local insight of the elastic
deformations of NPs.

2.1 Stress - strain curves

We first examine the mechanical response of NPs under deformation by means of stress-strain curves.
Figure 3 shows a typical example of this analysis for a given size and shape of Au NP. Regarding the
MD simulations, the characteristics common to all the calculated results show two main regimes. Dur-
ing the very early stages of the loading, the stress variation is initially linear corresponding to an elas-
tic regime. Then, the stress has a peak value, which defines the yield point corresponding to the largest
stress that the NP can handle. Above this point, a meaningful reduction of the stress is noticed, which
indicates that the plastic deformation has been activated. More precisely, the emergence of plasticity in
NPs results from the heterogeneous nucleation of dislocations from the contact surfaces [25, 27, 37]. In
the case of FE calculations, it can be noticed that only the elastic part is probed since FE formulation
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2.1 Stress - strain curves

Figure 2: (a) NP of different sizes revealing the surface sites i.e. vertices, edges, (001) and (111) facets. (b) Typical meshes
used in FE calculations where the mesh is more refined on the surface sites.

Figure 3: Typical stress-strain curve. Comparison between the continuous solution and the atomistic one.
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2.1 Stress - strain curves

is based on the Hooke’s law (see Fig. 3). By focusing on the initial deformation process, elastic proper-
ties can be extracted. To this purpose, it is therefore necessary to determine a macroscopic quantity to
analyze the global behavior of the NP under elastic deformation. As done in previous works [25, 27, 37],
we define an average value named the true stress compression equal to the ratio between the force ap-
plied by the indenter and the surface contact area (A). At the atomic level, A is not a well defined con-
cept. As a result, many approaches exist but all of them follow the same recipe [42]. Firstly, we need to
identify the atoms in contact with the indenter. In our case, all atoms at a distance lower than 1 Å from
the considered indenter. It is noteworthy that no significant differences are reported by slightly varying
this parameter. Then, A is determined by computing a Delaunay triangulation of the points defined by
the coordinates of atom centers at each indenter displacement. Consequently, the true stress strain in
MD calculations can be obtained, since the indenter position is a known quantity. From FE calculations,
the true strain stress is an easy accessible data. The only difficulty lays in the force calculation which is
not straightforward and this has to be done by computing the reaction force generated by the NP on the
surface where the displacement is imposed.
To highlight elastic size effect, the mechanical responses of NPs of different diameters d are considered.
Figure 4 depicts the stress-strain curves of a small (d = 4 nm) and larger (d = 18 nm) Wulff NPs nanoin-
dented with plane indenter on the (001) and (111) facets. Note that Wulff shape nanoparticles has been
constructed using experimental Au surface energies reported in Table 1. In the case of MD simulations,
deviation from linearity in the elastic regime is observed for the small NP as seen in Fig. 4a. This trend
is found for all particles below 5-6 nm in agreement with previous calculations [26, 43, 27] where the in-
fluence of surfaces on the mechanical behavior inside small NPs is emphasized. For the larger NPs, a lin-
ear trend is observed in the elastic regime until plastic deformation, whatever the facet considered (see
Fig. 4b). Obviously, finite elements fail to reproduce the deviation from the linear regime observed for
small particles (intrinsically, no deviation from linearity can be observed); this is due to different rea-
sons. First, in case of few atoms it is very difficult to precisely define a NP shape in MD calculations.
Secondly, surface/volume ratio increases so surface relaxation [44] (not included in the FE model) plays
an important role in the mechanical response. Lastly the effect of corner and edges become important.
The last two point could be included with some extra work in our FE formulation, but it was not the
topic of our paper. We made a pragmatic choice: MD simulations nowadays are very fast for NPs smaller
than 5 nm. So, the idea is to use MD to model mechanical behaviour of NPs smaller than 5 nm, with
a simple FE model for larger system where MD simulations become computational demanding. In con-
trast, the agreement between MD and finite elements for larger particles is quite remarkable proving that
a linear elasticity framework can be used to model mechanical properties at the nanoscale. Besides, plas-
tic behaviour can be noticed in MD results: the critical yield stress (σC) can be extracted since it cor-
responds to the maximum value before a drop, corresponding to dislocation nucleation events. As al-
ready discussed in [25], increasing the NPs size implies a reduction in the critical stress according to the
following equation: σC = α · d−B where α and B are fitted values. We found that for the (001) and
(111) facets, B is equal to 0.461 and 0.523, respectively. The second value is in good agreement with the
0.530 ± 0.013 found by Feruz et al. for Wulff structure [26]. Note that so far only (111) facets were con-
sidered in the literature. Hence, we show here that this size-dependent strength can also be extended to
(001) facets. A more detailed analysis on the onset of plasticity in FCC metal NPs will be presented in a
future work.
To better analyse the elastic behaviour of NPs, effective Elastic modulus or effective Young’s modulus
(Eeff i.e. ∆σ/∆ϵ ) are extracted from the stress-strain curves for all NP sizes. Eeff is a quantity di-
rectly by uniaxial loading experiments or simulations (being the slope of the experimental stress-strain
curve that can be different from the bulk Young’s modulus value) and, for this, is a key parameter for
developing reliable applications [45, 46, 47, 48, 49, 50]. The results for indentation on both facets are
presented in Fig. 5. Above 5 nm, it can be observed that MD and FE calculations provide very similar
results with extremely low errors. This is not so surprising for large particles since finite elements repro-
duce the elastic domain very well as revealed in Fig. 4b. For smaller particles, it is clear that the devi-
ation from linearity already discussed in Fig. 4b is not reproduced with FE calculations. Furthermore,
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2.1 Stress - strain curves

Figure 4: Compressive stress as a function of strain of Wulff-shaped NP of different sizes: (a) 4 nm and (b) 18 nm. Com-
parison between FE and MD calculations with indentation on (001) and (111) facets.
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2.1 Stress - strain curves

Figure 5: Effective Young’s modulus as a function of the size for Wulff-shaped gold nanoparticles. Comparison between
continuous and atomistic calculations with indentation on (001) and (111) facets.
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2.2 Stress Map

the parameter Eeff is also difficult to be defined for small NPs. For this reason an error bar is intro-
duced that consider different possible linear fit for the elastic part of a given nanoparticle stress-strain
curve. Due to the deviation from linearity using MD calculations, Eeff values for small NP have larger
error bars than the large ones. Nevertheless, when comparing results from FE and MD calculations even
for small NPs, the global slope of the curve is rather correct enabling to get effective Young’s modulus
values in agreement between both approaches. As the size of the nanoparticles increase the value of the
effective Young’s modulus for both (001) and (111) indentation converges to a plateau [51]. While the

E
(111)
eff is larger than E

(001)
eff , as expected in anisotropic media (E(111) > E(001) for bulk), the value of the

plateau depends on the shape of the NP, as it will be highlighted in section 3.

2.2 Stress Map

In the previous section we discussed the mechanical properties of NPs from a global point view via the
stress-strain curve. Here we want to analyse local elastic properties, by the means of stress maps, com-
paring MD and FE outcomes. In order to highlight the similarities between the two simulation approaches,

Figure 6: Stress maps calculated with MD and FE approaches for Wulff-shaped gold nanoparticles of (top) 20 nm and
(bottom) 6 nm diameter NPs and by imposing nanoindentation on (001) and (111) facets.

the surface contraction peculiar to transition metals [44] reproduced in atomistic simulations is neglected.
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Therefore, we took as reference state (no stress in the NP) the atomic positions after relaxation steps.
Concerning the FE approach, the displacement fields is computed at each node of the mesh for an im-
posed indentation depth. From this displacement field, the stress is computed and by interpolation is
projected on the mesh nodes. Obviously, the mesh size is crucial to achieve robust results. Therefore,
the mesh was refined until the convergence of stress values. In Fig. 6, the stress distributions obtained
from MD and FE calculations are presented in case of small (6 nm) and large (20 nm) NPs. This cor-
responds to nanoindentations on a (001) facet (on the left) and on a (111) facet (on the right) at 2.5%
strain, in a linear regime. Concerning the (001) indentation, stress is concentrated in two conical regions,
close to the plane indenters. For all the components of the stress field, the maximum value is observed
at the corners as already discussed in [37, 25]. If we observe the ZZ component, the stress field is nega-
tive due to the compression imposed by the applied loading and we can notice that with the presence of
free surfaces, the stress decrease rapidly moving from the top or the bottom surface to the center of the
nanoparticle. Remarkably, FE and MD calculations give very similar results for both NP sizes: the val-
ues for stress tensor components computed with the two approaches are very close, with differences less
than 5 %. Such common features were also obtained for a nano-indentation on the (111) facets, for any
particle sizes and shapes. The only dissimilarity with (001) indentation is that the stress distribution is
more homogeneous in the z direction. This is because the plane indenters has a larger contact area, in-
deed for Wulff structures (111) surfaces are wider then (001).
Studying nanoindentation of a Wulff Au nanoparticle, we have shown both finite elements and atomistic
simulations are perfectly adapted to capture the elastic properties on both a local (stress map) and a
global (stress-strain curve) viewpoint. The agreement between the two different approaches is good, no-
tably for NPs with diameter above 5 nm. Consequently, for small NPs, surface sites are prevailing and
FE calculations are not able, by definition, to reproduce their influence, hence the discrepancies observed
in our study between the two approaches for small particles. On the other hand, beyond a certain size of
NPs (here 5 nm), the role of facet becomes of primary importance give results in very good agreement
between finite elements and the atomistic approach.

3 Shape effects

To highlight shape effect on the elastic properties, the mechanical responses of different Au NPs are con-
sidered. In Fig. 7, the calculated effective Young’s modulus for various NP shape as a function of size
are presented. First, we can notice that the general observation of section 2.1 for Wulff shape NPs are
valid also for truncated-octahedra and truncated cubes: for NPs larger than 5 nm the value of Eeff con-
verge to a plateau and no visible size effect is observed. In the case of the truncated-octahedron, there is
a stronger variation of the Eeff values for small size NPs (< 5 nm) in MD calculations, from ∼ 200 to ∼
175 GPa. For larger particles, Eeff reaches a constant value around 175 GPa. Again, FE approach is not
able to reproduce such a size dependence, suggesting that the role of specific surface sites cannot be ne-
glected in small NPs. On the other hand, the agreement between FE and MD for larger particles is quite
remarkable. More interestingly, a strong shape effect is observed in Fig. 7, where the Eeff plateau value
changes depending on the shape. Indeed, wide differences are obtained ranging from ∼ 50 GPa (trun-
cated cube) to ∼ 175 GPa (truncated octahedra). To further emphasise the observed shape effect, we
introduce a descriptor G to classify the shape of the NPs with respect to the ratio between (001) and
(111) facets:

G =
8 · A(111)

6 · A(001)

, (2)

where A(111) and A(001) are the area of the (111) and (001) facets, respectively. The factors 8 and 6 cor-
respond to the number of free surfaces. From this descriptor, it is then possible to clearly distinguish the
different shapes considered in our study (see Fig. 8). Moreover, two limiting cases are also identified:
the cube and the octahedron with G = 0 and G = ∞, respectively. At a given NP size (here 20 nm),
Fig. 8b depicts the variation of the effective Young’s modulus for different shapes. Again, a very good
agreement is found between FE and MD calculations. A maximum difference of about 4% is revealed
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Figure 7: Effective Young’s modulus as a function of the size for gold nanoparticles with different shapes. Comparison be-
tween continuous and atomistic calculations with indentation on (001) facets.

and corresponds to the truncated-cube shapes. Such deviation is due to the non linearity of the stress-
strain curves in approaching a cubic system (for cubes a very large elastic deformation of about 10% is
observed before the plastic onset, so non-linear behaviour is observed in MD simulations). Very interest-
ingly, a significant variation of the order of 200 GPa can be observed between the two limiting shapes.
This considerable effect illustrates that the influence of the NP shapes on the elastic properties is huge
for a 20 nm nanoparticle.
To generalize, Eeff computed values in function of different shapes (G descriptor) and of NP sizes rang-
ing from 4 to 25 nm is presented in Fig. 9 in a bi-dimensional map for MD simulations (left panel) for
FE simulation (right panel). On one hand, no size effect is identified (above 5nm). Indeed, the varia-
tion of the Eeff with the size of the NP is negligible, never exceeding few GPa for a given NP shape.
On the other hand, significant variation of the effective Young’s modulus are remarked with NP shape.
From truncated-cube to truncated-octahedron structures, a difference of about 150 GPa on the effective
Young’s modulus is reported. Here again, we can note that the agreement between the atomistic and fi-
nite element calculations is remarkable whatever the shape and size of the NP.
All the results presented so far concern nano-indentation on (001) facets. Meanwhile, the same conclu-
sions have been achieved by investigating the deformation mechanisms on (111) facets (see Sec. I. of the
Supplemental Materials). At this stage, we can notice that the effective Young’s modulus as a function
of the shape has the exact opposite trend depending on the direction of nanoindentation as seen in Fig.
8b and Fig. S2 in the Supplemental Materials). Such behaviour is simply related to the definition of G
(see eqn. 2). On one hand, indenting in the (001) direction, when the indenter contact area A(001) on
the top and the bottom surface is small, namely for large values of G, the stress distribution inside the
nanoparticle is highly heterogenous and the effective Young’s modulus is large. On the other hand, in-
denting in the (111) direction we observe large values of the effective Young’s modulus when the inden-
ter contact area A(111) is small, namely for small values of G.
To conclude, It is important to stress that our analysis show that the shape, not the size, of the gold
NPs has a wide impact on its macroscopic measured elastic properties.

10



Figure 8: (a) The descriptor G introduced to discriminate the different shapes of NP. (b) Effective Young’s modulus as a
function of the shape for gold nanoparticles. Results correspond to an indentation on (001) facets for a 20 nm diameter
NP.
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Figure 9: Effective Young’s modulus as a function of the size and shapes for gold nanoparticles plotted on a bi-dimensional
map. Comparison between atomistic (on the left) and continuous (on the right) calculations for an indentation on (001)
facets.

4 Generalization to other systems

In the previous sections, the investigations were focused on gold NPs. To generalize our conclusions, the
analysis of the elastic properties of NPs has been extended to other metals, such as Cu and Pt. The cal-
culated effective Young’s modulus are presented in Fig. 10 for different sizes and shapes in case of Au,
Co and Pt by imposing nanoindentation on (001) facets. More results can be found in Sec. II and III of
the Supplemental Materials for Cu and Pt, respectively. Whatever the material considered, we first see
that the finite elements reproduce the atomistic calculations for NP sizes exceeding 5 nm. For smaller
diameters, the differences are fairly notable for Cu and Pt (< 40 GPa ) but minor for Au NPs (< 15
GPa). Beyond this limit, no size effect is reported with a constant value for Eeff . More interestingly, it
can be seen that the elastic properties vary strongly with the shape of the particle. As shown in Fig. 10b,
significant variations of the elastic properties are highlighted whatever the transition metals. Indeed,
Eeff varies of hundreds of GPa moving from small value to large value of G. For the nanoindentation of
the (111) facet, the same trend is observed, and the same conclusions can be drawn for Cu and Pt, as
seen in Sec. IV and V of the Supplemental Materials, respectively.

5 Conclusion

In this work, we have presented an extensive study on elastic deformations of metallic nanoparticles with
different shapes and sizes, imposing a mechanical loading via nano-indentation on (001) and (111) facets.
By combining atomistic and continuous calculations, no size effect is revealed for nanoparticles with a
diameter of larger than 5 nm. More interestingly, we have shown that the elastic properties of NPs are
highly driven by the shape of the particle, finding that the ratio between (111) and (001) is a suitable
descriptor to address this shape dependence. These results were achieved by nanoindenting Au, Cu and
Pt NPs, showing that our conclusion can be applied to different transition metal nanoparticles. Thanks
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Figure 10: (a) Effective Young’s modulus as a function of the size for Au, Cu and Pt Wulff nanoparticles. (b) Effective
Young’s modulus as a function of the shape for Au, Cu and Pt nanoparticles of 20 nm. Comparison between continuous
and atomistic calculations with indentation on (001) facets.
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to this study, we can state that controlling the shape of nanoparticles can be viable path for the engi-
neering of a new class of nano-objects with unique and targeted mechanical properties.

6 Methodology

Atomistic calculations - Molecular Dynamics :
The MD simulations are carried out using the open source Large-scale Atomic/Molecular Massively Par-
allel Simulators (LAMMPS) package [52]. To study nano-indentation of NPs, we apply the methodology
successfully adopted in Ref. [25, 27, 37, 28]. In this study, we explore Au, Cu and Pt NPs at the atomic
level by using a specific N -body inter-atomic potential derived from the second moment approximation
of the tight-binding scheme (TB-SMA). [53, 54]
The accuracy of TB-SMA models depends critically on the validity of the database to which the param-
eters of the potentials are fitted. Here, we summarize only the crucial points of the TB-SMA potential
and refer the reader to the Ref. [55, 56, 57] for more details. In particular, the parameters of the TB-
SMA potentials are obtained by fitting on the experimental values of the lattice parameter, the cohesive
energy, and the elastic moduli (bulk modulus and the two shear moduli) for a FCC structure as seen in
Table 1. Note that fitting the TB-SMA parameters to the experimental cohesive energies leads to an un-
derestimation (∼ a factor of 2) of the surface energies because it is well known that such potentials are
not always suitable to describe the physical properties of the bulk at the surface [58]. Nevertheless, these
deviations do not prevent us from qualitatively describing the structural properties of pure NPs as we
will see in the following. Typically, the following hierarchy: γ111 < γ001 is well reproduced within our
TB-SMA model for Au, Cu and Pt surfaces as well as the different ratio between γ111 and γ001 compared
to DFT calculations. Consequently, such approach is then perfectly adapted to deal with large systems
(∼1000 to 10000 atoms) and to reproduce the main energetic properties of transition and noble metals.
Using this approach, it is interesting to note that we are able to distinguish the different surface sites,
i.e. vertices, edges and facets (see . Obviously, with increasing size the contribution of the vertices and
edges, which are preponderant for small sizes, decreases in favour of the facets (see Fig. 2a).

Lattice Cohesive B C’ C44 γ100 γ111
parameter energy

SMA (Au) 4.08 -3.81 165 16.0 44.5 0.30 0.22
Experiments or DFT (Au) 4.08 -3.81 166 16.0 45.0 0.78 0.68

SMA (Cu) 3.63 -3.39 154 23.0 54.5 0.48 0.39
Experiments or DFT (Cu) 3.62 -3.50 142 24.0 75.0 0.73 0.63

SMA (Pt) 3.98 -5.53 220 35.0 100 0.67 0.51
Experiments or DFT (Pt) 3.92 -5.86 288 52.0 77.0 0.91 0.64

Table 1: Comparison of our TB-SMA model with experimental data: lattice parameters (Å) [60] cohesive energies
(eV/at), [60] bulk modulus and elastic modulii (GPa) [61] as well as DFT data : surface energies (eV/at) [62]

for Au, Cu and Pt in a FCC structure.

To model NPs compression via the nanoindentation procedure, the Verlet algorithm with a timestep of 1
fs combined with the Nose-Hoover thermostat at 0.01 K is used for the integration of equations of mo-
tion in the NVT canonical ensemble. The size of the supercell in the all directions is large enough to
avoid artefacts due to interaction between images caused by periodic boundary conditions. Prior to com-
pression, the NPs are relaxed at 0.01 K until convergence of the total energy (a relative error of ϵr =
10−5 has been considered) to get the equilibrium configuration. As seen in Fig. 1c, the indenter and sub-
strate are simulated with two rigid infinite planes, parallel to the (001) or (111) facet of the NP. The ef-
fect of an indenter is implemented by introducing in the MD simulation fictitious repulsive forces to be
integrated. In the present simulations, we used a quadratic repulsive force: F (r) = −K(r−R)2 with K =
1000 eV.Å−3 and R corresponding to the indenter position in agreement with previous works [25, 37].
During the simulation we use two moving indenters (bottom and top plane in Fig. 1c), each of them ap-
plying a strain rate of about 3 · 107s−1 which corresponds to an indenter velocity of roughly 0.06 to 0.6
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m.s−1 As stated in the Ref. [25], the velocity has to be less than the speed of sound in the considered
material to allow the atoms to reorganise before a new displacement is imposed.

Continuous modelling - Finite Element :
In our continuous approach, indentation has been modeled using FE method assuming a linear elastic
material. Within this framework, the stress acting on a system is directly proportional to its deforma-
tion and can be expressed by the Hooke’s law so that σ = E · ϵ, where σ and ϵ are, respectively, the sec-
ond order stress and strain tensor and E is the elastic constant fourth order tensor. In FE calculations,
the linear elastic problem can be solved by computing the mechanical equilibrium, using the Hooke’s
law, in a discrete domain (here the NP), imposing the proper boundary conditions. In this study, we
used an open source FE code named FEniCS [59] where second order partial differential equations and
a variational approach are adapted to handle a linear elastic problem. The continuous domain is discre-
tised in a three dimensional mesh, where the solution, the displacement field, is computed at the nodes
(see Fig. 2b). It is worth noting that the generation of an accurate mesh is a fundamental step for ob-
taining results comparable with atomistic simulations. With this purpose, the meshes are refined un-
til the results converge by means of a linear iterative solver. Similar to atomic-scale MD studies, a dis-
placement is applied as a boundary conditions, to mimic a rigid indenter, at the top surface of the NP
while the bottom surface is fixed. A non uniform mesh is generated with more points on the regions near
the contact surfaces (i.e. the top and the bottom surfaces), where more heterogeneous stress field is ex-
pected, as seen in Fig. 2b. Moreover, the resolution of the continuous equations implies to consider the
proper elastic constants of the studied system. In this case, the cubic symmetry of the bulk FCC crystal
imposes that only three independent elastic constants are expected (c11, c12 and c44). To ensure consis-
tency with the MD simulations, the values considered here are those calculated at the atomic scale from
the TB-SMA potentials (see Table 1), using anisotropic formulation of the Hooke’s law. Such approach
is in agreement with several papers showing that bulk elastic constants are effective in modelling elastic
deformation in nanostructures [25, 34, 63].
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