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In this paper, postannealing of cold-sprayed (CDGS) coatings for intermetallic compounds (IMC) in the
matrix at low temperature and dependences of types and dispersion characteristics of intermetallic
compounds on spraying pressure condition were investigated. The pressure prior to entering the gas
heater was fixed at 0.7, 1.5, and 2.5 MPa. The relatively soft Al has been coated at low gas pressure
condition (0.7 MPa) with severe plastic deformation owing to large peening effect. On the contrary, the
Al particles coated at the higher pressure (1.5, 2.5 MPa) were not severely deformed. It was concluded
that the pressure-controlled peening effects could alter the main route of Al consumption during
annealing: eutectic or compounding of intermetallics. The thin and continuous IMC layer was formed at
the interface with low pressure condition (0.7 MPa). On the other hand, the thick and discontinuous IMC
layer was observed at the higher pressure condition (1.5, 2.5 MPa). Also, many eutectic pores were found
in the AI-Ni composite coatings with lower gas pressure condition (0.7 MPa), but far less were found

with high pressure environment.

Keywords Al, cold spray, gas pressure, intermetallic com-
pound, postannealing

1. Introduction

Several intermetallic compounds have been studied
extensively for possible structural applications, owing to
their low density, high melting point, excellent thermal
conductivity, and high level of resistance to corrosion and
oxidation at elevated temperatures (Ref 1-5). Thick
intermetallic compounds and IMC-embedded metal
coatings are usually applied by thermal spray techniques,
including plasma spray (Ref 1, 6), high-velocity oxy-fuel
(Ref 7), wire-arc (Ref 8), and flame spray. However,
these coating techniques are less suitable for use with
aluminum containing raw materials, because the in situ
melting or semi-melting process inside the spraying
current can induce considerable oxidation of aluminum.
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As an alternative, cold gas dynamic spray (CDGS;
referred to simply as cold spray) has been suggested
(Ref 9-15). And in the previous paper (Ref 16, 17), a
nanocrystalline FeAl intermetallic compound, NiAl com-
pound have been produced by cold spraying using mechan-
ical alloyed powders and cold spraying of metal powder
mixtures plus heat treatment could lead to the interme-
tallic compound formation (Ref 18-22). Instead of using
precompound raw materials for intermetallic coating, the
spraying of chemically pure powder and postannealing
could be another option. Therefore, the controlling the
compounding reaction at annealing stage is very impor-
tant. Considering the most influential factor in reaction is
solid-state diffusion, the defect generation mechanism
during spraying has to be understood first. The processing
parameters, such as gas pressure, gas temperature, and
powder feeding rate, etc., could influence the particle
velocity, and in turn, the coating properties such as coating
density, defect density. In this work, the relationships
between gas pressure and Al-based intermetallic com-
pound formation were investigated.

2. Experimental Procedure

A custom-made cold spray system was used in this
work. The particles were accelerated through a De Laval
type of nozzle with a circular exit cross section (diameter,
7 mm; throat diameter, 1 mm; length of spray nozzle,
100 mm). Pure air, instead of the usual helium and
nitrogen, was used as the main and the particle carrier gas.
The pressure before entering the gas heater was fixed at
0.7, 1.5, and 2.5 MPa, and the temperature of the gas prior
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to passing through the nozzle was 280 °C. The distance
between the nozzle and the substrate was 10 mm. The
particle sizes and shapes of the Al and Ni as purchased
were confirmed by SEM (S-2400, Hitachi, Japan). Al on a
pure Ni substrate, and Al-Ni composites were coated onto
a pure Al substrate without sand-blasting the substrates
with dimensions of 25 x 25 x 2 mm®. The powder com-
position ratio of Al and Ni was 75:25 wt.%, and the raw
materials were dry blended with v-mill for 30 min. The
coating thickness was about >500 pum. All the coated
samples were annealed from 500 to 600 °C for 4 h in order
to form the intermetallic compounds by solid state diffu-
sion at the interface between the coating and the sub-
strate. The heating and cooling rate is 5 °C/min. The
microstructures and compositions of the coatings were
measured by environmental scanning electron microscopy
(ESEM) with energy dispersive spectroscopy (EDS)
(Philips, XL 30 ESEM-FEG) and optical microscopy
(OM).

3. Results and Discussion

3.1 Pure Al coatings

The particle size of Al was under 77 um with irregular
shape and Ni particles were smaller than Al (3 pm)
but aggregated (Fig. 1). Particle size distribution of Al
powders was wide from 3 to 77 um. Figure 2 shows the
polished cross section images (OM) of as-coated Al
coatings on Ni substrate coated with different pressures. In
all cases, the coated Al powders have been plastically
deformed and bonded to each other. After postannealing
of as-coated Al specimens, the microstructure evolutions
at coating interface were found to observe the interme-
tallic compound formation.

Figures 3 and 4 show OM images of Al coatings
annealed at 550 and 600 °C, respectively. As shown in
Fig. 3, the intermetallic compound formation of the
annealed Al coatings on the Ni substrate had some unique
features depending on applied pressures. While interme-
tallic compound layer was thin, but formed throughout the
entire interface with low pressure (0.7 MPa), the thick and
relatively discontinuous islands of intermetallic compound
were observed with high pressure (1.5, 2.5 MPa). The
higher the pressure is the more discontinuity [the per-
centage of the region without reaction between Al coating
and Ni substrate at the interface (No IMC layer region)]
increase. With increasing temperature of postannealing
(Fig. 4), the growth of intermetallic layer proceeded in all
samples to increase thickness. Thickening rate with the
coating deposited at low pressure (0.7 MPa) was the
smallest among all coatings, and other two cases were
similar. But discontinuities in high pressure cases were
sustained.

Figure 5 shows the additional results of thickness and
continuity for IMC layers with different pressure and
annealing time. Even the thickness of IMC layers was
increased by extended annealing time, the IMC layer
discontinuity of high pressure coatings increased further.
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Fig. 1 SEM images of as-purchased powders used in the
experiment. (a) Al (x300) and (b) Ni (x3.0k)

In addition, the evident contrast (light and dark at Al
coating side and Ni substrate side, respectively) in inter-
metallic compound layers was observed clearly for
annealed coatings with discontinuous morphology. In
order to investigate the nature of contrast change, the
composition of the interlayer was measured by EDS.
Figure 6 shows EDS and backscattered images of Al
coating annealed at 600 °C on Ni substrate. It was con-
firmed that the light contrast interlayer (in OM images,
one on the Al coating side) was an Al;Ni intermetallic
compound (Al rich) and the darker one (on the Ni sub-
strate side) was Al3Ni, (Ni rich) (Ref 14).

3.2 Al-Ni Mixture Coatings

Figure 7 shows the polished cross section images (OM)
of as-coated AI-Ni mixture coatings with different pres-
sures. It was found that the matrix of coatings was Al
regardless of the pressure condition and the Ni particles
were well-dispersed and embedded in the Al matrix. Also,
the Ni particles were sustaining aggregation size in the
composite coatings. After annealing of as-coated Al-Ni
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Fig. 2 Polished cross section images (OM) of as-coated Al
coatings with different pressure (x500). (a) 0.7 MPa, (b)
1.5 MPa, and (c) 2.5 MPa
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Fig. 3 Polished cross section images (OM) of Al coatings
annealed at 550 °C with different pressure (x500). (a) 0.7 MPa,
(b) 1.5 MPa, and (c) 2.5 MPa
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Fig. 4 Polished cross section images (OM) of Al coatings
annealed at 600 °C with different pressure (x500). (a) 0.7 MPa,
(b) 1.5 MPa, and (c) 2.5 MPa
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Fig. 5 The thickness and continuity of IMC layer with different
pressure
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Fig. 6 The backscattered electron images of annealed (600 °C)
Al coating (1.5 MPa) using FESEM with EDS

composite coatings, as in previous pure Al/Ni-layered
coating case, intermetallic compounds were found around
Ni particles in all samples.

Figure 8 shows the backscattered electron images of
annealed (600 °C) Al-Ni composite coating using FESEM
with EDS. It was confirmed that the phases were Al;Ni
and Al3Ni, intermetallic compounds, respectively (Ref 13).
However, the microstructure of annealed coatings looked
differently depending on gas pressures. The many pores
were observed in the composite coating with low pressure
(0.7 MPa) due to the eutectic reaction between Al and Ni
(Fig. 9a). On the other hand, the pores by eutectic reac-
tion were not severe in size and number for high pressure
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Fig. 7 Polished cross section images (OM) of as-coated Al-Ni
composite coatings with different pressure (x500). (a) 0.7 MPa,
(b) 1.5 MPa, and (c) 2.5 MPa
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Fig. 8 The backscattered electron images of annealed (600 °C)
Al-Ni composite coating using FESEM with EDS

samples (1.5, 2.5 MPa) (Fig. 9b and c). With increasing the
annealing temperature, the formation of eutectic pores
became more aggressive owing to faster reaction rate in
the low pressure coatings (Fig. 10a and 11a). However, in
the case of the high pressure composite coatings, it seems
that pore formation reactions had no significant differ-
ences even when the temperature of annealing increased
(Fig. 10b, ¢ and 11b, c). According to many researchers
(Ref 23-27), in ultrasonically welded metal sheets, very
high strain rate deformations can induce extremely high
values of solid-state diffusivities. It was assumed that this
enhanced diffusivity is induced by rapidly increased non-
equilibrium vacancy concentration. By same token, it was
assumed that the peening process, additional impounding
action of re-bounced particles during cold spraying, could
also create very high plastic strains resulting in extremely
large excess vacancies on particles and/or particle inter-
faces. As reported in the previous research (Ref 15), the
SEM images of fractured cross section Al coatings at
different pressure were shown. The severe deformation
and ductile fracture of particles in the Al coating was
observed at low gas pressure condition by large peening of
bounced-off Al particles. However, the accelerated Al
particles by high pressure were not severely deformed
when the particles were impacted onto substrate. In
addition, this situation can provide appreciable reactivity
among particles even at thermodynamically low temper-
ature. According to phase diagram, eutectic reaction
occurs at about 640 °C. So, a large numbers of pore from
eutectic melting and solidifying below 600 °C could be a
proof of nonequilibrium state. Al was consumed by two
routes of reactions during annealing: eutectic formation
and compounding of intermetallics. As coating pressure
increased, the ratio of attaching to re-bounced (thus
available for peening) particles increased. Therefore, the
diffusivity of Al could not be enhanced as much as in low
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Fig. 9 Polished cross section images (OM) of annealed (500 °C
for 4 h) Al-Ni composite coatings with different pressure (x100).
(a) 0.7 MPa, (b) 1.5 MPa, and (c) 2.5 MPa

pressure case. Rather, it seems that the diffusivity of Al
and hard Ni get closer and that intermetallic compounding
route which needs more Ni than eutectic could devotes
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Fig. 10 Polished cross section images (OM) of annealed
(550 °C for 4 h) Al-Ni composite coatings with different pressure
(x100). (a) 0.7 MPa, (b) 1.5 MPa, and (c) 2.5 MPa

more to the consumption of Al particles. In this sense,
pure Al/Ni experiments also can be analyzed. The good
continuity of compound layer of low pressure coating
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Fig. 11 Polished cross section images (OM) of annealed
(600 °C for 4 h) Al-Ni composite coatings with different pressure
(x100). (a) 0.7 MPa, (b) 1.5 MPa, and (c) 2.5 MPa
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means large uniform nucleation at entire interface possi-
bly due to high defect site creation at early stage of
coating. Also, for the low thickening rate, it seems that
large peening effects yields denser coating not so desirable
for fast diffusion. On the contrary, relatively small amount
of defects at the interfaces but loosely packed coating
resulted in thick, discontinuous islands when pressure
increased.

4. Conclusions

Effects of gas pressure on the morphology evolution of
cold-sprayed Al-Ni system were investigated. Under low
pressure, large amount of defects were created at inter-
face. These effects gradually decreased as pressure in-
creased. It was concluded that the peening effects which
depend on gas pressure could alter the main route of Al
consumption during annealing. Therefore, the controlling
gas pressure condition used for spraying is very important
with regard to the formation of intermetallic compounds
in annealed cold-sprayed coatings.
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