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In metal additive manufacturing, it is possible to control the microstructure and the associated mechanical and chemical properties of metal
products over a wide range. For example, in laser powder bed fusion (L-PBF), the laser process parameters are considered critical for the
fabrication of functional parts. However, the effect of atmospheric gas on L-PBF has not yet been comprehensively documented. In L-PBF, gas
flow is used to remove spatter and fumes, preventing degradation of quality due to laser attenuation and spatter contamination of the fabricated
product. Thus, the use of atmospheric gas is inevitable in fabrication via L-PBF. In this review, we focus on the use of atmospheric gas in L-PBF,
explain the effects of atmospheric gas on the microstructure and mechanical properties of fabricated products, and describe the importance of

selecting the right atmospheric gas.
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1. Introduction

Metal additive manufacturing (AM) is a type of metal
processing technology that enables accurate manufacturing
of structures with arbitrary shapes.'™ Recent studies have
established AM technology as a process that can control not
only the shape of metallic materials, but also the micro-
structures and the resulting mechanical properties. Typical
examples of metal AM methods include laser powder
bed fusion (L-PBF) and electron beam powder bed fusion
(EB-PBF).*'3 Among the microstructural characteristics of
metallic materials, crystallographic texture is an important
factor that confers anisotropy to their mechanical properties.
For example, fabricated products with preferential crystal
orientation exhibit anisotropy of mechanical and chemical
properties, such as Young’s modulus,>¥ yield stress,
elongation,'® fatigue resistance,'® creep resistance,!” and
oxidation resistance.'® In addition, metallic parts with
various structures and crystal orientations can be realized
by changing the thermal gradient at the solid—liquid interface
and the migration direction of the solid-liquid interface by
modifying various process parameters (e.g., the heat source
power, scan speed, and scan strategy).'2? PBF is
anticipated to be used in various industrial fields, and their
application in a wide range of disciplines is being considered.
Research and development are progressing in various fields
of industrial manufacturing, including aircraft-related parts
and medical equipment, and some fields have already begun
to put these PBF methods into practical use.**)

In EB-PBF, fabrication is performed in vacuum (generally,
a helium (He) gas atmosphere on the order of 10! Pa is used
to suppress smoke); meanwhile, in L-PBF, gas flow is used
to remove spatter and fumes. Considering that the gas should
be inert, argon (Ar) or nitrogen (N,) is typically employed
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depending on the metal. When a highly reactive metal is
used, N reacts at high temperatures. In such cases, Ar is
selected. By removing by-products, such as spatter and
fumes, quality degradation due to laser attenuation and
spatter contamination of the fabricated products can be
prevented. Therefore, the use of atmospheric gas is
unavoidable during the L-PBF fabrication. Because a gaseous
atmosphere is required anyway, our research group is
attempting to actively utilize the gas for metallographic
structure control.

When focusing on the physical characteristics of the gases
themselves, as shown in Table 1, there is no significant
difference in the thermal conductivity or density between
Ar and N, generally used in L-PBF.2 Conversely, He has
a lower density, higher thermal conductivity, and higher
cooling capacity than Ar or N,.? Therefore, the focus is
on the high cooling capacity of He and the possibility of
controlling the microstructure and mechanical properties
using He. In general, the characteristics of the fabricated
parts in PBF depend on the input energy density £ defined

by eq. (1).

Table 1 Gas properties used in the simulation (standard ambient temper-
ature and pressure).?

Argon Nitrogen Helium
Relative molecular 39.94 28016 4003
mass, M,
Density, 1.6339 1.1452 0.16353
p/kgm
Thermal conductivity,
1/ mWem K- 17.746 25.835 155.31
Viscosity,

22.624 17.805 19.846
w/ pPass
Specific heat,
G,/ Kk K 0.52156 1.0413 5.193
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E = P/(vsh) (N

where P is the laser power, v is the scanning speed, s is the
scan pitch, and /4 is the layer thickness. However, the effect
of atmospheric gas cooling, which is not expressed by
eq. (1), is discussed in this study.

2. Suppression of Spatter by Atmospheric Gas

Defects formed during the fabrication process are a major
issue in L-PBF. Defect formation negatively affects the
mechanical and chemical properties of the products and
introduces uncertainty in the quality control of the fabricated
products, thus hindering the practical application of AM
technology in various industries.?® Spatters are one of the
main causes of defect formation.””?® The formation of
spatter reduces the energy efficiency of the laser as the spatter
lies on the laser path.?*=>! Furthermore, it is scattered in the
powder layer before laser irradiation and incorporated into
the fabricated products, which affect their mechanical
properties.? It has been reported that the oxygen content
of spatter generated during Ti-alloy fabrication is approx-
imately twice that of the raw material powder as a result of
oxidation by heat.*® In L-PBF, the unmelted powder is
typically collected and reused. However, if the recovered
powder contains spatter, the oxygen concentration of the
fabricated products may increase unexpectedly during the
next fabrication process. Therefore, suppression of spatter
is necessary for the quality control of L-PBF. In previous
studies, laser process parameters were studied in an attempt
to suppress spatter. For example, spatter can be suppressed
by decreasing the laser power or increasing the scanning
speed.>® Spatters can also be suppressed by changing the
oscillation method of the laser itself from continuous to
pulse.>® However, when considering microstructural control
of fabricated parts, the range of optimal laser process
parameters to obtain the desired microstructure is limited
and does not always meet the conditions necessary for
suppressing spatter. Therefore, it is important to suppress
spatter using atmospheric gas during fabrication, in addition
to using laser process parameters.

Recent studies have attempted to control spatter using
atmospheric gas. In Ti-6A1-4V alloys, the effect of oxygen
(O,) contained in the atmosphere during the fabrication
process on the generation of spatter and the effect of
changing the atmospheric gas to He gas has been reported
using single-layer basic evaluation equipment that imitates
L-PBF.3® Figures 1 and 2 show the graphs of the state of
spatter generation and the weight of the recovered spatter
when O,, which is an impurity component, is added to He
in addition to the conventional atmospheric gas Ar. As the
O, concentration in the Ar and He atmospheres increased,
the amount of spatter increased significantly; with a He
atmosphere, the generation of spatter was more suppressed
compared to an Ar atmosphere. Spatter commonly occurs
when the atmosphere at the laser-irradiated part becomes
instantaneously heated and expands, and the resulting
updraft stirs up the metal powder, which is also generated
by the reactionary pressure associated with the extreme
expansion of the gas phase.’!3”) That is, the temperature rise

——tp
Gas flow

Fig. 1 Spatter generation in (a)-(c) Ar and (d)~(f) He atmosphere using
single-layer basic evaluation equipment as a function of oxygen (O,)
concentration in the atmosphere. Oxygen concentrations of less than
50 ppm (a), (d), 1.0% (b), (e), and 5.0% (c), (f) were used. Modified from
Ref. 36).
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Fig. 2 Change in spatter generated with change in O, concentration in Ar
and He atmospheres using single-layer basic evaluation equipment.
Modified from Ref. 36).

at the laser-irradiated part leads to the occurrence of a
spatter.

The increase in spatter associated with an increase in O,
concentration in the atmosphere was due to the convection
direction of the molten metal in the melt pool. Convection
occurs in the direction of lower to higher surface tension. The
surface tension of Ti decreases as the dissolved oxygen in Ti
increases.>® At the periphery of the melt pool, the exposure
time to the atmosphere was longer than that at the center
(laser irradiation). Therefore, the amount of solute oxygen
increased and the surface tension decreased, resulting in
convection toward the center. That is, the high-temperature
molten metal flows into the laser-irradiated part, and the
temperature increases further. Convection toward the center
increased as the O, concentration in the atmosphere
increased. Consequently, the amount of spatter generated
may also increase.

The suppression of spatter generation in the He atmosphere
was due to the temperature drop in the laser-irradiated part.
By using He gas as the fabrication atmosphere, the heat
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transfer coefficient between the fabricated product and the
gas-phase atmosphere in the laser irradiation area was
significantly changed. The heat transfer coefficient / can be

expressed using the following equations.>”
Re = pul/n 2
Pr = uC,/2 3)
Nu = 0.664Re'/? Pr'/ “4)
Nu = hl/2 )

where Re is the Reynolds number, p is the fluid density, u
is the flow velocity, / is the representative length, u is the
absolute viscosity, Pr is the Prandtl number, A is the thermal
conductivity, C, is the specific heat at constant pressure, and
Nu is the Nusselt number. The numerical values listed in
Table 1 were used to determine the physical characteristics
of the gas. When the flow velocity on the base plate is the
same for both Ar and He gases, the heat transfer coefficient
of the He atmosphere in the laser irradiation area is
approximately 2.7 times that of the Ar atmosphere. There-
fore, when He is used, heat dissipation from the surface of the
fabricated products to the gas phase is promoted. Therefore,
when using He gas for the fabrication atmosphere, as shown
in Fig. 3, the cooling rate of the laser-irradiated part was
faster compared to Ar gas, and the generation of spatter was
suppressed by reducing the expansion of the atmosphere. In
fact, by changing the atmospheric gas type to He not only in
single-layer basic evaluation equipment, but also in the actual
L-PBF apparatus, the occurrence of spatter is significantly
suppressed, as shown in Fig. 4. Therefore, the decrease in O,
concentration in the atmosphere and application of He gas
is expected to lead to the expansion of the application of
L-PBF based on the improvement in quality of the fabricated
products, as well as the recycled powder.

3. Effect of Atmospheric Gas on Various Characteristics
of Fabricated Products

Recent studies have reported the effects of changing
atmospheric gases on the fabricated products for a variety of
metals. Comparisons have been made when the atmospheric
gas is changed using the same laser process parameters,
and studies have been conducted that utilize the cooling
performance of the atmospheric gas.

Laser scan direction

Spatter

Fig. 4 Spatter generation behavior in (a) Ar and (b) He atmospheres using
an actual L-PBF apparatus. Modified from Ref. 36).

3.1 Effect of He atmosphere on L-PBF fabrication
While examining the effects of atmospheric gases, inert
He is often used as a comparison for Ar and N,. In L-PBF
fabrication of the AlSilOMg alloy, the dependence of the
surface roughness and relative density of the fabricated
products on the atmospheric species was confirmed, and
good results were obtained using an Ar atmosphere. This is
because the atmospheric gas species change the vector of
the velocity distribution of the evaporative metal. Under a
He atmosphere, the vector of the velocity distribution of
the evaporated metal is horizontal or downward, and a non-
uniform recoil pressure is applied to the free surface of the
melt pool. Under an N, atmosphere, the vector of the velocity
distribution of the evaporative metal tends to point toward the
interaction area between the laser and the powder, and a stack
of materials is generated. Conversely, in an Ar atmosphere,
the vector of the velocity distribution of the evaporated metal
points upward and a uniform recoil pressure is applied to the
free surface of the melt pool. Therefore, the depth of the melt
pool and the pressure on the surface of the melt pool are more
stable when using Ar compared to He and N, atmospheres.*?
In Al-12Si alloys, Ar and N, atmospheres improve the
mechanical properties; meanwhile a He atmosphere results
in reduced ductility. This is due to the formation of fine pore
clusters inside the fabricated parts; however, the factors that
form pore clusters have not been elucidated.*] In the
fabrication of Ti—6Al-4V alloy, a high relative density was
obtained by changing the laser power and scanning speed in

C— Temperature,
Gas flow rie
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Fig. 3 Thermal images during laser irradiation in (a) Ar and (b) He atmospheres using single-layer basic evaluation equipment. Modified

from Ref. 36).
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an atmosphere containing He. Furthermore, the use of a
He-containing atmosphere enables the scanning speed to be
faster than that in Ar, and it is possible to decrease the
building time. This is because the by-products during the
fabrication process are suppressed, and the reduction of
the laser energy input is suppressed in a He-containing
atmosphere.*?) When the fabrication process parameters are
the same, high relative densities were obtained in both Ar and
He atmosphere.*®)

3.2 Microstructural control by L-PBF focusing on the
high cooling performance of He gas

Research has focused on the cooling properties of He gas
in L-PBF. The cooling rate has a significant effect on the
microstructure. For example, the microstructures of Ti—6Al—
4V alloy formed by L-PBF and EB-PBF depend on the
cooling rate of the two methods and differ greatly; that is,
the L-PBF method, which enables a higher cooling rate,
produces a finer microstructure.**#® This difference in
cooling rate is also caused by the utilization of He.*?

When He was used instead of Ar as the atmospheric gas,
the Vickers hardness, 0.2% proof strength, and ultimate
strength of the products were improved, even with the same
laser irradiation conditions, as shown in Figs. 5 and 6.
Furthermore, in the Vickers hardness shown in Fig. 5, the
center of the fabricated products exhibited a higher value
than the edge. This depends on the grain size as the Hall—
Petch rule holds between Vickers hardness and grain size.*?)
As shown in Fig. 7, the structure inside the fabricated parts
was mostly composed of needle-shaped o martensite in
both atmospheres.*” This is because the cooling rate with
L-PBF is 410K/s*® or higher, which is the lower limit
of the martensitic transformation. In fact, in the L-PBF
method, cooling rates of approximately 10° to 10"K/s are
observed.?!

The o martensite grain size in the He atmosphere was finer
than that in the Ar atmosphere. Furthermore, the center of
the fabricated products had a finer grain size than the edge.
The mechanical properties of the fabricated products differ
significantly depending on the atmospheric gas, and the use
of He gas results in excellent mechanical properties due to the
refinement of the o martensite grain size.

To clarify such changes in the grain size, it is necessary
to analyze the thermal history during solidification and phase
transformation. The melting and solidification processes

[ 0.2% Proof strength [ | Ultimate strength [/777] Elongation

1400 _ 30
© % | *:P<0.05
QL © ‘ \
= £1200 | {25
S ,1000 | 2
S 1203
S £ 800 =
;P 77 {158
£ 8 600} 7 g
w [
kS 410 ©
S 2 400} w
o e 5
£ 5 200f 1
o
0 0
Ar He

Fig. 6 Mechanical properties of products fabricated under Ar and He
atmospheres. Modified from Ref. 43).

during actual laser irradiation occur extremely rapidly;
therefore, utilizing computer simulations for the analysis of
melting and solidification behavior is useful.**=>" As shown
in Fig. 8, reciprocating scanning of the laser causes a periodic
temperature rise, even after the molten metal solidifies.
However, the solidified part does not reach the «/f phase
transition temperature (975°C)°? or the martensitic trans-
formation start temperature (Ms) (800°C).>® The time
required for the entire solidification and cooling process at
the edges of the fabricated products was approximately twice
than that at the center of the fabricated products, and the
cooling rate during solidification differed significantly
(Fig. 8). When comparing the cooling rate of the center of
the products fabricated under He and Ar atmospheres, as
shown in Fig. 9, the cooling rate reaches ~7 x 10°K/s
immediately after the laser passes, and at temperatures near
Ms, the cooling rate increases in the He atmosphere. These
results suggest that heat dissipation from the surface of
the fabricated products to the gas phase was promoted.
Therefore, this thermal history is the cause of the difference in
the o martensite grain size. The refinement of the micro-
structure when using a He atmosphere has also been reported
for austenitic stainless steel 316L (316L SS).>» As shown in
Fig. 10, in the cellular microstructure of the melt pool inside
the products, the cell width was smaller in the He atmosphere
than in the Ar atmosphere. For 316L SS, the cooling rate can
be estimated from the cell width using eq. (6).%
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Fig. 5 (a) Vickers hardness measurement points. Distribution of Vickers hardness in the products fabricated under (b) Ar and (c) He

atmospheres. Modified from Ref. 43).



6 H. Amano, T. Ishimoto and T. Nakano

c) Ar (
AR
(@)
10 1210
8 Edge Center -
E 0710
= 6 / 111
(2]
% 4 p
®
Mool 101
0
0 2 4 6 8 10 4)_.
y-axis, /mm z X y
X&—‘y
10 ym
I
U] 10
He vs Ar for Edge He vs Ar for Center
10+ 10¢
He [ Ar He \ Ar
® 8 Median| 0.336 | 0.353 =x 8t Median| 0.251 | 0.323
= P-value 0.013 = P-value <0.001
o
g c 6
() [
=] =
g g
i L 4r
2t I He I A
o =] Yol o 'e} o wn (=]
0 ] o N : < N 0 s o
o -~ -~ -~ -~ -~ -~ o
ain size, / pm i rain size, / pm
(h)12 ® 12
Edge vs Center for Ar Edge vs Center for He
10+ 10t
< gl _ Edge | Center < gl . Edge | Center
~ Median| 0.353 | 0.323 = Median| 0.336 | 0.251
oy P-value 0.001 oy P-value <0.001
c 6 c 6
[ [
=] =
g g
L 4r L 4r
9 [ JEdge [ |Center 9
n|” |||\|‘ ”m" bl o man 1 il

Fig. 7 (a) Measurement points in the fabricated products. Crystallographic orientation map in the z direction for the (b), (d) edge and (c),
(e) center of the products fabricated under (b), (c) Ar and (d), (¢) He atmospheres. (f)—(i) Comparisons of the o martensite grain size.
Arrows indicate the median particle size. Modified from Ref. 43).

d (um) = 8073 (6)

where d is the cell width and 7 is the cooling rate. The cell
width was 0.305um in a He atmosphere and 0.354 pm in
an Ar atmosphere, and the estimated cooling rates were
2.14 x 107K /s and 1.37 x 107 K/s, respectively. Therefore,
the cooling rate obtained by fabrication in a He atmosphere
is 1.5 times that of the cooling rate obtained by fabrication
in an Ar atmosphere. The improvement in the cooling rate
contributes to the suppression of the formation and growth of
inclusions, and an improvement in the corrosion resistance of
stainless steel 3659

4. Future Potential for Atmospheric Gas Utilization in
L-PBF

As mentioned previously, the atmospheric gas in L-PBF is
an important factor influencing the L-PBF process, micro-
structure, and mechanical properties of the products.
Furthermore, for atmospheric gas, in addition to the gas

type, the direction and velocity of the gas flow are also
important.

Regarding the direction of gas flow, the spatter, fume, and
plume generated during laser irradiation move along the
same path as the laser irradiation when the laser scanning
and gas flow directions match. Therefore, the laser energy is
attenuated, and the quality of the product deteriorates because
of poor melting and spatter contamination in the fabricated
products.?*=3D

Regarding the gas flow velocity, if the flow velocity is too
low, the quality of the fabricated parts deteriorates. This is
because the laser energy is attenuated by the steam plume
generated in the L-PBF process and the shape of the melt
pool changes, resulting in an increase in the number of pores
in the fabricated products.”® When the flow velocity is too
high, the powder is blown off by the gas flow, and the
thickness of the powder bed fluctuates, resulting in the
deterioration of the quality of the fabricated products.®” That
is, the stability of gas flow is indispensable for homogeneous
fabrication. However, a fluid simulation using the finite
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volume method in an L-PBF apparatus shows that the flow
velocity and direction of the atmospheric gas in the
fabrication stage are widely distributed.*> As shown in
Fig. 11, the non-uniformity of the gas flow is large in the
red solid line frame representing the fabrication table,

Fig. 10 Cellular microstructures of the products fabricated under (a) Ar
and (b) He atmospheres. (c), (d) Enlarged view of the dashed rectangles in
(a), (b). Black lines indicate contour of melt pool. Modified from Ref. 54).

particularly in the vicinity of the gas outlet and suction port.
This suggests that the heat transfer coefficient and resulting
microstructure of the fabricated products may depend on the
position of the products placed on the fabrication table.
Therefore, it is necessary to consider installing the base plate,
for example, on the inside of the red dashed line, where
the flow is uniform. Therefore, the method of supplying
atmospheric gas is an important factor in terms of the quality
of fabricated products. Further research is needed to elucidate
the influence of atmospheric gas-related characteristics, such
as gas type, flow rate, and flow path, during the L-PBF
process to improve the quality of the fabricated parts and
functionalize them.
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Fig. 11 (a) Calculation model for fluid simulation. The red frame indicates
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The distribution of fluid flow and flow velocity under (b), (¢) Ar and (d),
(e) He atmospheres are shown. The red dashed frame is the area where the
flow is uniform. Modified from Ref. 43).

In addition, He gas may drastically change the micro-
structural characteristics of various metallic materials in the
L-PBF process owing to its high cooling effect. For example,
in high-entropy alloys, mechanical strength is significantly
improved by forming a supersaturated solid solution via L-
PBF.®") Conversely, a high cooling rate suppresses precip-
itation of the strengthening phase, leading to a decrease in
precipitation strengthening.®>%) These changes in the proper-
ties of metallic materials as a result of the high cooling rate
of L-PBF are expected to be improved and optimized by the
careful selection of atmospheric gas species.

He gas is a non-renewable gas extracted from natural gas,
and is a scarce resource. Therefore, the reuse of gas is crucial.
However, the reuse of He gas is associated with problems
such as gas pollution during atmospheric circulation in L-
PBF fabrication®® and gas leakage from L-PBF equipment.
Currently, the development of He purification/recycling
technology is under consideration.®>%® Therefore, in the
future, the application of He gas to L-PBF can be realized by

employing suitable refining/recycling technology and im-
proving L-PBF equipment, for example, by improving its
airtightness.

5. Conclusion

Atmospheric gas is an important parameter in L-PBF, both
for spatter and fume removal and for modifying the
microstructure and related mechanical and chemical proper-
ties of fabricated parts by controlling the cooling rate during
fabrication. The parameters related to atmospheric gas are
indices that are not included in the energy density, which
have traditionally been used as a controlling factor for
product quality. Therefore, in the future, the application of
He gas to L-PBF can be realized by applying an appropriate
refining/recycling technology and improving L-PBF equip-
ment, for example, by improving the airtightness. In the
future, the active use and control of gas-related indices are
expected to expand the control range of the microstructure
and mechanical/chemical properties of L-PBF-fabricated
metal products.
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