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On the Formation Mechanism of Banded Microstructures
in Electron Beam Melted Ti—-48Al-2Cr-2Nb and the Design

of Heat Treatments as Remedial Action

Reinhold Wartbichler,* Helmut Clemens, Svea Mayer, Cristian Ghibaudo,
Giovanni Rizza, Manuela Galati, Luca luliano, Sara Biamino, and Daniele Ugues

The formation mechanism of banded microstructures of an electron beam melted
engineering intermetallic Ti—48Al-2Cr—2Nb alloy, the solidification behavior, and
the heat treatment response are investigated via a process parameter study.
Scanning electron microscopy, hardness testing, X-ray diffraction, electron probe
microanalysis, thermomechanical analysis, electron backscatter diffraction, heat
treatments, as well as thermodynamic equilibrium calculation, and numerical
simulation were performed. All specimens show near-y microstructures with low
amounts of a; and traces of . Fabrication with an increased energy input leads
to an increased Al loss due to evaporation, a lower a-transus temperature, and to
a higher hardness. Banded microstructures form due to abnormal grain growth
toward the bottom of original melt pools, whereas «;, in Al-depleted zones
enables a Zener pinning of the y-grain boundaries, leading to fine-grained areas.
Via numerical simulation, it is shown that increasing the energy input leads to
larger maximum temperatures and melt pool sizes, longer times in the liquid
state, and more remelting events. Solidification happens via the a-phase and
increasing the energy input leads to an alignment of (111), in building direction.
Furthermore, banded microstructures respond heterogeneously to heat treat-
ments. Heat treatment is introduced based on homogenization via phase
transformation to obtain isotropic microstructures.

made their entrance into fields like the bio-
medical sector or the aeronautical industry,
where their advantages in terms of reduced
waste, lead times, costs, and stockpiles
besides the possibility to integrate func-
tions, design components with high geo-
metrical complexity, and rapid responses
to market demands are already at a certain
maturity level.”] Furthermore, time to fly
and buy to fly ratios are reduced consider-
ably."”! During the last 10years AM also
came in contact with the intermetallic
structural material class based on the y-
TiAl phase, namely: titanium aluminides.
y-TiAl-based alloys offer outstanding spe-
cific properties of strength and Young’s
modulus as well as creep resistance at an
application temperature range from 600
to 800°C, especially when compared to
polycrystalline nickel alloys.”’ When ana-
lyzing the specific modulus versus specific
strength properties at room temperature
(RT) TiAl alloys (p~3.9-4.2gcm ™) are,
in fact, second to only beryllium-based
alloys.”) These properties make them
attractive candidates to substitute heavy

1. Introduction

Since its development in the 1980s additive manufacturing (AM)
emerged from application in rapid prototyping and tooling into
direct production."* Powder bed-based AM technologies such
as laser powder bed fusion or electron beam melting (EBM)

Ni-based superalloys (p ~ 8-8.5 gcm™>), where, depending on
the component, switching to TiAl-based alloys offers weight sav-
ings ranging from 20% to 50% for components like casings,
vanes, shrouds, or turbine blades.®*”) With the challenges of
today regarding climate protection and sustainability increasing
engine efficiency besides reducing CO,, NO,, and noise
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emission, as well as fuel consumption has become more impor-
tant than ever.® ') As such, weight reduction, especially in rotat-
ing components, is an important approach to reach ambitious
technical engine specifications.'] Drawbacks in the usability
of TiAl alloys came from their low ductility and difficult process-
ing. Titanium aluminides remain sensitive to interstitial impu-
rities deteriorating ductility significantly, especially when the
interstitial content surpasses 0.1 mass% (m%).l”) Furthermore,
mechanical properties are highly dependent on the microstruc-
ture and the respective processing history, as well as composition
sensitivity with regard to the Al content® Due to the high
reactivity of TiAl melts cold wall crucibles were necessary for
precision casting, which allowed only for low superheating,
which in turn causes a number of casting problems, like incom-
pletely filled molds and macro-porosity, making, subsequently,
preheated molds a necessity, leading to slow cooling rates and
coarse-grained microstructures with a high scatter in mechanical
properties and pronounced segregation.'*"*! The production of
high-quality ingots is also challenging, but progress was made by
increasing production volumes besides decreasing the costs con-
siderably, for details the reader is referred to the following refer-
ences.[*!!l By overcoming many of these obstacles due to the
combined efforts of research and development, TiAl alloys
matured into application in commercial jet engine service.
General electric announced the introduction of the cast Ti-
48Al-2Cr-2Nb (in at% unless stated otherwise) alloy,"'* into ser-
vice as low-pressure turbine (LPT) blade material for the 6th and
7th stage of the LPT of the GEnX™ civil aircraft engine in
2006."! The titanium aluminide alloy hereby was utilized to
eliminate the cascading engine weight increase problem espe-
cially affecting rotating parts.' Just recently Pratt and
Whitney introduced the TNM alloy (Ti-43.5A1-4Nb-1Mo-0.1B)
in the last LPT stage of the new geared turbofan engine, a novel
process adapted 4th generation TiAl alloy exploiting the stabili-
zation of the body-centered cubic (bcc) B-phase at elevated tem-
peratures enabling forging with near-conventional methods by
providing a sufficient number of independent slip systems.®*!”]
Still, development and application of titanium aluminide alloys
remain exceedingly challenging, but the emerging EBM process
appears to be well suited for TiAl alloys, and design freedom, as
well as weight reduction, go hand in hand with the driving force
for the TiAl alloy design. First of all, oxygen and nitrogen pickup
is highly limited due to the vacuum environment (controlled vac-
uum of 10~ mbar partial pressure of He) during EBM.I"8) In
addition, the elevated processing temperature allows for titanium
aluminides to be manufactured at building temperatures above
their brittle-to-ductile transition temperature (=700 °C")) leading
to crack-free components when manufactured with adequate
processing parameters.”! Due to rapid solidification segregations
are limited to small length scales, contrary to macroscopic
segregations often witnessed in cast TiAl, so there is potential
for the manufacture of larger products where segregations limit
the homogeneity of the components and uniformity of properties
must exist.'">?% Furthermore, the freedom of design allows for
more complex geometries for turbine blades and other compo-
nents with cooling channels or special lattice structures and the
powder can be recycled, which complies with future sustainable
use of limited resources.>****!! Mechanical properties of TiAl
parts remain highly microstructure-sensitive,’®) which makes
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clarifying the processing-microstructure—property relationship
a necessity. Several different additively manufactured TiAl
alloys were already investigated, such as the aforementioned
Ti—(47-48)Al-2Cr-2Nb alloy,**"™** or the TNM alloy,**! as
well as high Nb bearing TiAl alloys.* % Many different
microstructures of these various electron beams melted titanium
aluminide alloys were reported, generally fine-grained. For the
second generation alloy Ti-48Al-2Cr-2Nb (or Ti-47Al-2Cr—
2ND) the resulting microstructures after EBM are often described
to have banded and/or heterogeneous regions, detailed as
layered microstructures of duplex-like fine grains and coarser
y-grains®”); a duplex microstructure consisting of a coarse equi-
axed y-single-phase region and a fine two-phase region of y and
o,*”); microstructures with fine equiaxed grains and some coarse
grains appearing in bands parallel to the powder layers'®2!2%
a unique layered microstructure of duplex-like regions and
equiaxed y-grain layers, also called y-bands!®®; a bimodal
microstructure separating fine and coarse-grained areas*'; or
a microstructure without columnar grains but fine equiaxed
regions of lamellar vy/ay-colonies and coarse y-grains.*?
Explanations for the formation of such microstructures include
the evolvement of the microstructure as the result of the double
cascadic peritectic reaction (with o, and y from the initial solidi-
fied melt and y-grains as the result of the second peritectic reac-
tion a + L — y),5”) the formation of coarse equiaxed y-grains in
bands as the result of local overheating,*>*? and a certain part of
the duplex microstructure being subject to annealing just above
the eutectoid temperature, transforming it into y-bands.m]
Unfortunately, these layered and/or banded microstructures
show anisotropic mechanical properties when it comes to tensile
and fatigue testing,”>?” which are often unacceptable for
application. The knowledge of the processing-related formation
mechanism of banded microstructures and the possible
remedies is, therefore, necessary.

Furthermore, a common appendage of TiAl manufactured by
EBM is the evaporation of volatile elements near the surface of
the melt baths, such as Al with its high vapor pressure.**>¢
Examples of quantified Al loss in the course of EBM for
Ti—48A1-2Cr-2Nb include a loss of 2.3at%,*”! 0.5-4 at%,5®
3at% with high energy input,2% 2 at%,12! below 2m%,'® or
even a loss of 7.37 at%,?®! which might change the alloy consti-
tution considerably and depends on process parameters. Such
EBM parameters as the beam scan speed v [mm s~ '], the beam
current I [mA], the acceleration voltage U [kV], and the line offset
logr [#m] can be conveniently combined into terms describing the
general energy input such as the line energy E; [ mm™'] and the
area energy E, [J mm™ %, as expressed via Equation (1) and (2)

)

Ul
Ep =— 1
=Y )
Ul
Ep = 2
A Vloff ( )

Schwerdtfeger et al. observed an increase of the Al loss with an
increased E; as well as an increase of Al loss with increased I for
constant F;.B® It was concluded that lower beam currents lead to
reduce overheating of the melt pool and, subsequently, a reduced
Al loss. Klassen et al.,>*! concluded that E; controls the peak
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temperature of the melt pool and, thus, the amount of Al evapo-
ration as well as the ratio of melted to deposited material.

However, neither E; nor E, do, in fact, control the EBM
process, but their constituents v, I, and l,¢ along with the beam
strategy. With appropriate control of these process parameters, it
is possible to control the melt pool’s dimension, duration, and
temperature and, thus, control the amount of evaporation, as
the loss of Al gets reduced using less energetic process
parameters.

Nevertheless, heterogeneous distributions of Al in consoli-
dated TiAl samples remain a challenge, and an overarching
attempt to study the formation mechanism of these banded
microstructures, also taking into account the solidification mech-
anisms with respect to the process parameters and in connection
with the process-related Al loss, is still lacking.

A part of the authors previously reported for an EBM TNM alloy
that the adjusted microstructure, apart from the very top, is best
described by a long term intrinsic cyclic annealing in the course of
the EBM process, which can be approximated by the thermody-
namic equilibrium at building temperature, which was found
to be ~50 °C above the preheating temperature.**! As hour-long
building at elevated temperature led to a considerable coarsening
of the lamella spacing in y/a,-colonies, the full-grain structure was
easily resolvable with a conventional scanning electron microscope
(SEM), revealing pronounced heterogeneous phase distributions
as a result of the heterogeneous Al distribution after evaporation
of the aforementioned chemical element.** Hot isostatic pressing
(HIP) and a subsequent heat treatment remain, therefore, manda-
tory for electron beam melted TiAl alloys.

Although heat treatment studies on electron beam melted TiAl
were performed,[3 18,21,22,37,3842,45,46,51] 1, investigation of the
heat treatment response with regard to the respective processing
parameters, especially considering the tendency to form banded
microstructures, has been undertaken yet to the authors’ best
knowledge.

In this context, this article addresses the formation mecha-
nism of the banded/layered microstructure in EBM Ti—48Al-
2Cr-2ND by a process parameter study taking into account the
changes in overall chemistry, microscopic elemental and phase
distribution, mechanical properties, as well as solidification
behavior. The claims made are supported by thermodynamic
equilibrium calculations and numerical simulation. Further-
more, the response to specific heat treatments is presented as
a function of the respective parameter set, and, finally, a heat
treatment route as remedial action is introduced, which can
be taken into account during future alloy design processes to
tailor TiAl alloys toward an industrial-scale fabrication via EBM.

www.aem-journal.com

2. Microstructural Characterization

The chemical compositions of the investigated electron beam
melted Ti—48A1-2Cr-2Nb alloy samples after EBM, as estab-
lished by X-ray fluorescence spectroscopy (XRF) and carrier
gas hot extraction (CGHE), are listed in Table 1. Information
about the EBM process and the different manufacturing param-
eters of the five cubics (30 x 30 x 30 mm?®) specimens can be
found in Section 8. It becomes apparent that the overall chemical
composition is a function of the manufacturing parameters,
which can be attributed to the evaporation of volatile elements,
such as Al, during the vacuum process, as throughout described
in the following references.****! With increased energy input,
expressed as higher Ej, the Al content decreased from 48.13 at
% for sample A to 46.96 at% for sample E, with samples B, C,
and D being situated in between with Al contents of 47.96,
47.69, and 47.30 at%, respectively. The respective E;, which
remains constant during the process due to the square melting
areas of the samples, is inserted in the micrographs to make the
comparison of specimens with a different process history easier
for the reader. Figure 1 shows the microstructures of the consol-
idated EBM Ti—48Al-2Cr-2Nb alloy, obtained by SEM in back-
scattered electron (BSE) mode, where each sample was
manufactured with a different set of processing parameters
(see Section 8). The building direction Z is upwards.
Figure 1a depicts the microstructure of specimen A, manufac-
tured with E; of 0.17 ] mm™". The microstructural constituents
are outlined in the enlarged figure inset. Three different phases
are distinguishable, all of them ordered intermetallic phases.”®
The tetragonal y-TiAl phase (L1, crystal structure) appears dark
in the BSE contrast due to its high Al content, and seizes the
greatest share of the microstructure. The hexagonal a,-Ti;Al
phase with the DO0yq crystal structure is intermediate grey due
to its high content of Ti and appears in two different morphol-
ogies: globular and in form of lamellae in y/a,-colonies, which is
also outlined in the figure inset. The p,-TiAl phase with its bec B2
crystal structure and high content of heavy p-stabilizing ele-
ments, such as NDb, appears bright in the BSE contrast, and is
scarcely distributed in globular fashion. This microstructure is
classified as a so-called near-y microstructure, as the predomi-
nant part of the microstructure is the globular y-phase.”]
Figure 1b-e shows the respective microstructures for samples
B, C, D, and E, manufactured with increasing line energies.
In general, all of these microstructures fall into the category
of near-y microstructures, however, showing important differen-
ces in terms of microstructural homogeneity and grain size. As a
consequence of different processing parameters, namely, an

Table 1. Overall chemical compositions of the investigated samples as established by XRF and CGHE, the porosity as measured by image analysis, the
macroscopic hardness according to HV10, and the respective a-transus temperature T, as established with thermomechanical analysis (TMA).

Sample designation Ti [at%] Al [at%] Cr [at%] Nb [at%)] O [m ppm] Porosity [%)] HV10 Tor [°C]
A bal. 48.13 1.88 2.01 1000 0.85 221 1367
B bal. 47.96 1.88 2.01 1000 0.24 225 1362
C bal. 47.69 1.87 2.03 960 0.1 229 1356
D bal. 47.30 1.88 2.03 930 0.08 234 1348
E bal. 46.96 1.87 2.04 920 0.04 261 1342
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Figure 1. SEM-BSE micrographs of as-EBM samples A-E (images a—e) revealing a change in microstructural morphology from a coarse-grained,
homogeneous near-y microstructure toward a banded near-y microstructure, where the coarse y-grains are accompanied by fine-grained zones (marked
with arrows) of y and a, and scarce f,. As a measure of the energy input into the powder bed, the respective E, is indicated in the micrographs. The
microstructural constituents are marked in the inset in (a), where the globular y-, a,-, and B,-phase are outlined as well as the silhouette of the remains of
a y/oy-lamellar colony. f) Shows the results from quantitative phase analysis by XRD for each of the samples, indicating that the change in overall
chemistry and microstructural morphology is accompanied by a shift in the as-EBM phase composition.

increasing energy input realized by an increased beam current
and/or a decreased scan speed, the microstructure in sample
B (Figure 1b) reveals fine-grained zones, which are marked with
arrows. By increasing the Ej further, as seen for sample C in
Figure 1c, fine-grained zones seem apparently expanded to wider
regions. In sample D, with its microstructure shown in
Figure 1d, the fine-grained zones start to emerge in a banded
fashion, with alternating layers of coarse-grained y-bands and
fine-grained zones of y- and a,-phase. When it comes to sample
E (Figure 1e), the banded, or layered, the microstructure is vig-
orously noticeable. By changing the process parameters, that is,
increasing the energy input, a transition from a comparably
coarse-grained near-y microstructure via an increased amount
of fine-grained zones of y and a, (as called duplex like fine

Adv. Eng. Mater. 2021, 23, 2101199 2101199 (4 of 22)

grains,*”) or fine two-phase region of y and a,,*”)) in both, glob-
ular and, more rarely, lamellar constitution, becomes clear and,
finally, manifests itself fully banded with an E; of 0.45 ] mm™"
used for sample E. The coarse y-grains, that occupy most of the
microstructure of low Ej samples (A, B), transform into a sand-
wiched structure between these fine-grained areas of y and a, by
increasing the E;. The formation of banded microstructures in
EBM Ti-48Al-2Cr-2NDb is, therefore, always linked to the respec-
tive process parameter-related history. The formation of this lay-
ered microstructure can be suppressed, and supported, by
choosing respectively appropriate process parameters. It should
be noted that the layer-wise manifestation of the microstructure
is not constant, and shows varying band thicknesses, which has
also been noted before.””! The reason is addressed later in this

© 2021 The Authors. Advanced Engineering Materials published by Wiley-VCH GmbH
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article. Not only does the microstructure differ as a matter of pro-
cess parameters but also the porosity, as listed in Table 1, does.
While sample A showed a porosity of 0.85%, with increasing
energy input the porosity decreased, as sample B revealed a value
of 0.24%, followed by sample C with a porosity of 0.11%, sample
D with 0.08% and, finally, sample E with 0.04%. Two types of
pores appear in electron beam melted TiAl alloys: pores, which
are elongated perpendicular to the building direction that reveals
a lack of fusion between adjacent melting layers, and spherical
pores stemming from Ar entrapment, which was originally
entrapped in the powder particles during their production.*?
Both samples A and B showed a lack of fusion porosity, which
typically can be prevented by adjusting the processing parame-
ters accordingly, as also shown with this parameter study. For
the other specimens only spherical pores were recorded. It is
important to note that the first signs of microstructural inhomo-
geneity appeared in sample B, which had not been manufactured
with an adequate energy input to result in dense specimens with-
out a lack of fusion-induced porosity. Thus, at least slight micro-
structural inhomogeneity with fine-grained zones, or banded
microstructures, as for the samples D and E with high energy
input, appears to be an appendage hard to prevent when
manufacturing properly dense EBM Ti—48Al-2Cr-2Nb speci-
mens. Hardness measurements according to Vickers, displaying
the influence of the processing parameters on the macroscopic
mechanical properties, are also shown in Table 1. Sample A
behaved the softest, showing 221 HV10. With increasing energy
input during manufacturing, the hardness value increased to 225
HV10 for sample B and 229 HV10 for sample C. 234 HV10 was
measured for sample D. Sample E, finally, was the hardest,
revealing 261 HV10, leading to a difference in HV10 values of
40 for the same alloy manufactured with different processing
parameters. This corresponds to an increase in macroscopic
hardness of 18% for the same alloy by altering the process param-
eters of EBM. The reasons for this deviation in macroscopic hard-
ness values are twofold. First of all, microstructures appear
increasingly fine-grained with an increase in the energy input
in terms of Fj, which leads to an increased strength which is
expressed as an increase in macroscopic hardness.”*** The sec-
ond reason becomes apparent with the results from the quanti-
tative phase analysis via Rietveld refinement on X-ray diffraction
(XRD) data, presented in Figure 1f. Not only does the overall
chemistry change considerably with regard to the processing-
related history but also the phase composition of the samples
in their as-EBM state varies. As discussed in Section 1, apart
from the very top, most parts of the microstructure of EBM
TiAl alloys are explainable by long-term annealing at a respective
building temperature. When combining this circumstance with
the fact that the respective chemistry for electron beam melted
TiAl alloys is a matter of the processing parameters, an explana-
tion for different resulting volume phase fractions for different
process parameters is obtained. Samples A and B are similar in
phase fractions, with 94.8 and 94.5 vol% y-phase in addition to
4.1 and 4.8 vol% a,-phase besides traces of f, in the range of 1.1
and 0.7vol%. By increasing the Fj; the amount of y-phase
decreases to 92.2vol% for sample C, while the phase fraction
of o, increases to 7.1vol%. As the chemistry undergoes a shift
to the Al-lean side by increasing the energy input during the pro-
cess, the phase fractions resulting from an approximated
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equilibrium state at the building temperature of the respective
process also shift toward the Allean side of the Ti-Al-Cr-
Nb(-O) phase diagram. The volume phase fractions are similar
for sample D with 92.5vol% v, 7.1 vol% a5, and 0.4 vol% f,. The
highest energy input in sample E resulted in 91.5vol% v,
8.2vol.% oy, and 0.3vol.% B,. With increasing energy input
the amount of y-phase, therefore, decreased by increasing the
ay-phase fraction. The y-phase is softer than o,*® which is
another contribution to the differences in established HV10 val-
ues for specimens manufacturing with different E;. Apart from
that, the measured phase fraction of the p,-phase does decrease
as well. Still, differences in the phase fraction of f, are marginal
and might simply submerge within the error of the Rietveld
refinement.*® Since the small amount of p,-phase does not
appear to have an influence on the microstructural formation
of EBM Ti—48Al-2Cr-2ND, the issue was not pursued further
within this work.

In Figure 2a, results of the thermomechanical analysis (TMA)
measurements as normalized derivative curves of the displace-
ment are drawn over the temperature for each of the specimens
investigated. Represented by the peak temperature,” the o-tran-
sus temperature (T,r) does shift with a change in process param-
eters. With Al evaporation, and, therefore, the change in overall
chemistry, the peak temperature undergoes a change to lower
temperatures. The established Ty are listed in Table 1 for each
of the specimens, which is 1367 °C for sample A, 1362 °C for
sample B, 1356 °C for sample C, 1348 °C for sample D, and
1342°C for sample E. To visualize the effect on the phase
transformation temperature with Al loss, as a consequence of
evaporation during the process, a calculated isopleth section
via the computer coupling of phase diagrams and thermochem-
istry (CALPHAD) method for the Ti-Al-Cr-Nb system is dis-
played in Figure 2b. It should be noted that the calculated
section keeps the ratio of Ti:Cr:Nb constant at 48:2:2, which is
more representative for the EBM process, as the percentages
of Al lost by evaporation during EBM are not solely filled upon
with Ti, but in the ratio of 48:2:2 with Ti, Cr, and NbD. It was sim-
plified that neither Ti nor Cr or Nb suffer from the same volatility
to evaporation as Al in the Ti-48A1-2Cr—2Nb alloy. This isopleth
section is, therefore, more suited to represent the change in over-
all chemistry during EBM than a quasi-binary section of
(100 —x —4) x Ti —x x Al = 2 x Cr — 2 x Nb. The phase-field
regions are indexed with the respective phases and the nominal
composition of the Ti—48Al-2Cr-2Nb alloy at 48at% Al is
marked with a dotted vertical line. The intersection with the
a+y — o phase-field line marks the T, at a temperature of
1372°C. Furthermore, the overall chemistries according to
Table 1 and the established T,r for the specimens are marked
in the diagram. The T,y are only slightly overestimated by the
thermodynamic calculations compared to the experimental
results, ranging from 1.5 °C for sample E to 8.0 °C for sample
B, and, therefore, can be considered as excellent approximations.
Additionally, the Ty-temperatures were calculated as a function of
the Al content for the liquid (L — f), (L — «), and (x — y) phase-
pairs and added to the diagram as curves. As such, the T, temper-
atures represent the respective temperature, at which the Gibbs
free energies of the chosen phases are ident. For a phase trans-
formation to happen the free energy of the transformation prod-
uct has to be lower than the free energy of the starting phase,*®

© 2021 The Authors. Advanced Engineering Materials published by Wiley-VCH GmbH
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Figure 2. Results from the TMA measurements are shown as normalized displacement derivative curve over the temperature for samples A-E in (a). The
established T, based on the peak temperatures are inserted. Results were translated into the isopleth section in (b) for the Ti-Al-Cr—Nb system and a
constant ratio of Ti:Cr:Nb = 48:2:2. The respective phase-field regions are indexed with the stable phases and the Ti-48Al-2Cr-2Nb composition is

marked with a dotted vertical line. The calculated Ty curves for L— B (purple), L — o (olive), and a — v (turquoise) are drawn as well.

decreasing the Gibbs free energy of the system overall. In terms
of a phase transformation with limited diffusivity, a phase
transformation may not happen before reaching that respective
temperature. The use of the Ty-curves is discussed later on.
The choice of EBM process parameters for a Ti—48Al-2Cr—
2ND alloy, therefore, does change the outcome in terms of local
and overall chemistry, phase transformation temperatures,
microstructural appearance, quantitative phase composition,
and, as a direct consequence of the point aforementioned, also
the hardness. However, not only the overall chemistry does shift
in accordance with the change in processing parameters but also
the chemical distribution of the evaporation-volatile Al depends
on the respective process parameters.***! It is, therefore, para-
mount to investigate the influence of the process parameters not

0.21 ] mm™!

(d) 5
:

0.45 ] mm™!

only on macroscopic characteristics such as overall chemistry,
phase fractions, and hardness but also on the microscopic scale
based on the chemical distribution. Electron probe microanalysis
(EPMA) measurements were utilized to illustrate these character-
istics for process parameters used in this study, with the results
being shown as SEM-BSE images paired with their respective
quantified elemental concentration maps for Al in at% in
Figure 3. Whereas sample A (Figure 3a) and sample B
(Figure 3b) revealed very homogeneous chemical distributions
of Al on the microscopic scale, an E; of 0.27 ] mm™" for sample
C (Figure 3c) resulted in the appearance of banded characteristics
in the elemental distribution map. As the energy input was fur-
ther increased to 0.38 J mm™' (sample D, Figure 3d), a banded
appearance of the microstructure, more precisely of Al-lean

.!

200pm | 7
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Figure 3. Results from the EPMA investigations show the elemental distribution maps for Al in at% for sample A—E (images a—e) together with the
associated microstructure images. Measured Al concentrations change with different process parameters, ranging from 43 to 48 at% for sample A-C,
from 41 to 48 at% for sample D, and 40 to 47 at% for sample E. Starting from the low E, (sample A and B), the Al distribution becomes increasingly
heterogeneous when moving toward the high E_ sample (sample E), revealing pronounced banded features with a disparate layer thickness and devia-
tions from a perfect banded structure. The black arrow denotes the building direction Z, whereas the white arrows mark the lack of fusion porosity in (a).
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zones, becomes visible. Fine-grained zones, as observed in the
general microstructures of samples C, D, and E (see Figure 1)
are attributed to these Al-depleted areas. Finally, sample E (as
shown in Figure 3e) revealed the highest degree of chemical
inhomogeneity on the microscopic scale. With increased rates
of evaporation, an intrinsic homogenization does not seem pos-
sible due to the low time in the liquid state and large melt bath
fluctuation.** Therefore, only samples A and B, where also lack
of fusion porosity was observed, show the chemical homogeneity
of Al. Regions of large y-grains represent Al-rich regions in EBM
Ti-48A1-2Cr-2Nb, whereas Al-depleted zones are generally
richer in ay, and, as previously mentioned, fine-grained. The
deviations from sharp layer-wise appearances of the chemical
distribution of Al, or varying band thicknesses, can be attributed
to the stochastic nature of the powder bed (particle size, shape,
and distribution in the powder bed), instead of a solid substrate,
creating a more complex state of mixing.***% It should be noted
that the measured minimal Al contents change from values of
~43 at% for samples A, B, and C to 41 at% for sample D, with
increasing energy input, and, therefore, a change in chemical
composition attributed to Allean measurement spots in the
EPMA elemental distribution maps. Even more, sample E
revealed a minimal measured value of ~40at% besides a
decrease of the maximal Alvalue to ~47at%, compared to
~48 at% for all other samples due to the even stronger change
in overall chemistry. As such, the specimens take upon a differ-
ent placement in the phase diagram (see Figure 2), also resulting
in different equilibrium phase compositions. As the focus of this
study was on the distribution of Al in the microstructure after the
EBM process, the respective equilibrium compositions of the
phases and the influence of processing parameters on it are
the topic of ongoing investigations and are not further discussed.
It is noteworthy that the other elements in the alloy, that is, Ti,
Cr, and Nb, revealed no process-related preference in their
whereabouts, whereby the respective distribution maps are not
shown. Lack of fusion porosity can be seen as a black area in
the SEM-BSE image, as well as the elemental composition
map for sample A (lowest energy input of 0.17]mm™’,
Figure 3a) and is marked with white arrows and the building
direction Z, is denoted by the black arrow.

Lack of fusion porosity in electron beam melted Ti-48Al-2Cr—
2Nb is most often found below regions of large y-grain bands and
above fine-grained zones that are, as discussed, Al depleted. Such
pores are shown in the visible light microscopy image in Figure 4
and marked with blue arrows, whereas spherical porosity due to
Ar-entrapment is marked with magenta arrows. As these pores
exclusively form between adjacent powder layers during the
manufacturing process when the process parameters and condi-
tions are not optimized,” in contrast to the aforementioned
spherical porosity, it can, indeed, be concluded that the
Al-depletion happens toward the top of the melt pool and,
Al-enriched zones (or rather, non-Al-depleted zones), present
as large y-grains, make up the regions toward the bottom of melt
baths. This is consistent with an Al evaporation from the top of
the melt pool. For this reason, it is very important to compare the
different process parameters in terms of maximum temperature
reached, area of the generated melt pool, and the total time that
the melt pool stays in the liquid phase.
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Figure 4. Visible light microscopy image of the occurring porosities
in EBM Ti—48Al-2Cr—2Nb. Whereas spherical pores stem from Ar-
entrapment (magenta arrows), elongated pores between adjacent powder
layers form due to unfavorable process parameters (blue arrows). This lack
of fusion porosity exclusively appears below the large y-grain bands, which,
therefore, represents the non-Al-depleted zones toward the bottom of melt
baths. The building direction is upwards.

3. Numerical Simulation

From the numerical point of view, it is possible to investigate the
thermal history of each sample. From a thermal point of view, the
process is mainly featured by the number of remelting events,
the achieved maximum temperature, and the dimensions of
the melt pool. All together these parameters impact the total
holding time above the solidus temperature (Tsopidus) and, there-
fore, the time in which the material is surely in the liquid state,
which enables the evaporation of Al and, subsequently, influen-
ces the homogeneity of the microstructure. Figure 5 shows the
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Figure 5. Simulated thermal histories for the specimens A-E, which differ
greatly in the amount of remelting events they underwent and the maxi-
mum peak temperatures that are reached. The differences are best illus-
trated by sample A (red) and E (magenta), where sample A was only
remelted twice and reached peak temperatures of 22400 °C and sample
E was remelted four times and reached peak temperatures of ~2800 °C.
The Tsoiiqus is marked with a dotted black line.
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numerical results in terms of thermal histories, which were com-
pared with the Tsojiaus of the material (dotted black line). Since
the same domain was used for all simulations, the thermal his-
tory of each sample was collected in the same node of the
domain. The simulation of the melting of a layer of sample A
has shown the lowest number of remelting events (two) and
the lowest peak of temperature (around 2400 °C). The numerical
calculations for samples B and C have displayed only a slightly
higher maximum temperature (around 2450 °C) with respect to
sample A, but the material is subjected to three thermal cycles.
For samples D and E, the maximum temperatures are compara-
ble (around 2800 °C), but the sample E showed four remelting
events with respect to the three detected for the sample D.
From these thermal profiles over time the total holding time
in the liquid state was calculated as the cumulative time in which
the material is above the Tsqiqus and is listed in Table 2 together
with the melt pool dimensions in terms of width, length, and
area. The straight green line in Figure 6 shows the calculated
times, while the red bars indicate the melt pool area. During
the melting of sample A, the formed melted pool area is small
(1.61 mm?, Table 2) compared to the other samples. With the

Table 2. Results of the numerical simulation listing the calculated holding
times in the liquid state as the cumulative time above the Tsojqus €xtracted
from the temperature profiles (see Figure 5) in addition to the widths, the
lengths, and the areas of the respective melt pools of samples A—E

Sample Holding time in the Melt pool Melt pool Melt pool
designation liquid state [ms] width [mm]  length [mm]  area [mm?]
A 1.56 0.44 3.50 1.61
B 6.35 0.65 11.08 3.57
C 10.48 0.64 12.73 5.05
D 17.68 0.65 12.96 5.82
E 20.15 0.67 17.00 8.91
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Figure 6. Calculated holding times in the liquid state (green straight line)
and the melt pool area (red bars) as well as the overall Al-content (dotted
blue line, see Table 1) drawn for the specimens A-E. With a process
induced increasing holding time in the liquid state and larger melt pools,
the evaporation of Al during the process does increase considerably.
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lowest number of remelting events and the lowest maximum
temperatures with respect to the thermal histories of the other
samples, the holding time in the liquid state for sample A is
at least one order of magnitude lower than samples D and E.
During the melting of sample B, the formed melt pool area is
around twice the size of sample A (3.57 mm? compared to
1.61 mm®) and the holding time above the melting temperature
is around four times higher (6.35ms compared to 1.56 ms).
Samples C and D showed similar melt pool lengths, widths,
and areas. However, the holding time in the liquid state for sam-
ple D is 1.7 times higher than sample C. Sample E showed the
largest melt pool (around 8.91 mm?) and a holding time in the
liquid state more than 10 times higher than sample A and twice
the time of sample C. For easy comparison, the Al content of each
sample according to Table 1 is also reported in Figure 6 as a dot-
ted blue line. As can be observed the loss of Al gets increased by
increasing the holding time in the liquid state and the melt pool
area. Both factors, therefore, can explain the differences in the Al
content among the samples and the observed differences in the
microstructure. The samples showing higher Al loss (increasing
from sample A to E) and, thus, more heterogeneous microstruc-
tures, suffered from longer holding times in the liquid state and/
or from longer as well as larger melt pools. The holding times in
the liquid state do differ as to the peak temperatures of the melt
pool and the amount of remelting events is different for the sam-
ples. In general, Al loss can be controlled and reduced by proc-
essing TiAl alloys in such a way, that the melt pools remain
comparably short and small, the peak temperatures stay low
and the same positions get remelted fewer times. A compromise
is required to reach fully dense specimens and sufficiently
homogeneous microstructures with Al contents within the
specification. As the samples with higher energy input (e.g.,
specimens D and E) suffer from a considerably larger amount
of Al evaporation banded regions of fine-grained zones of y
and o, are formed consecutively.

4. The Formation of Banded Microstructures

The formation of these fine-grained zones, ranging from duplex-
like microstructures to lamellar colonies, which are Al-lean and
remain preferably in Al-depleted regions due to increased levels
of evaporation, can be attributed to the appearance of predomi-
nantly a,. Figure 7 shows results from electron backscatter
diffraction (EBSD) measurements for all specimens, where
the different phase distribution, as a consequence of the combi-
nation of long-term annealing at the building temperature while
suffering from a possible inhomogeneous distribution of Al, is
visible. The a,-phase is indexed in red with high angle grain
boundaries (HAGB) with a misorientation angle 6>10° are
shown as black lines, while y-grains (and, very rarely, p,) were
not colored to increase clearness and makeup all the remaining
grains. It becomes apparent that «, is more homogeneously dis-
tributed in low energy input samples, that is, samples A and B.
Figure 7a depicts the EBSD measurement for sample A, with a
comparably homogeneous distribution of , and large y-grains.
With increasing energy input (sample B, Figure 7b) a, does
appear in proximity of fine-grained y-phase. The issue becomes
significantly more notable with increasing energy input, as

© 2021 The Authors. Advanced Engineering Materials published by Wiley-VCH GmbH
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Figure 7. ay-phase maps from EBSD measurements on samples A-E (images a—e). Additionally, the HAGB (6 > 10°) are drawn to visualize the grain
structure. The remaining phases, y and f, are not colored to increase visibility. It is apparent that sample A (a) with a low E_ of 0.17) mm™" has a
homogeneous a,-distribution. With increasing E, o, appears increasingly concentrated, sitting at the grain boundaries of fine y-grains, indicating
abnormal grain growth of y-TiAl during the EBM process for Ti—48Al-2Cr-2Nb. Fully fledged banded microstructures, as seen for sample E (e) reveal
concentrations of «, in fine-grained zones sandwiched between y-grain bands. Samples B-D (images b—d) take on intermediate states and show the

progression of the banded microstructure with an increase in E,.

sample C (Figure 7c) and sample D (Figure 7d) show, that in
their bimodal microstructures a, has preferable whereabouts
in the proximity of fine-grained zones of y-phase. Once again,
specimen E (Figure 7e) revealed the most extreme state in terms
of microstructural heterogeneity, with a banded microstructure
consisting of large y-bands and fine-grained zones filled with a,-
phase. Therefore, with an increase of the inhomogeneous state of
Al distribution, not only does the microstructure receive a
banded nature but also the whereabouts of «, become increas-
ingly localized in Al-depleted regions, apart from the fact that
with an increase in heterogeneity also the phase fraction of a,
does increase, as discussed previously (see Figure 1f). It becomes
apparent that grain growth during EBM, leading to y-grain bands
in samples with heterogeneous Al distribution, is inhibited in
ay-rich areas via Zener pinning,®*” as a part of the long-term
intrinsic annealing in the course of EBM. The y-grains in aj,-lean
areas coarsen up, as grain boundaries are not pinned during the
long-term intrinsic annealing, and abnormal grain growth (also
called discontinuous grain growth or secondary recrystallization)
happens.®"%?! Grain boundaries are considerably pinned in areas
with a higher amount of «,, which acts as second-phase particles
during EBM, and the overall grain size stays small. As sample A

Adv. Eng. Mater. 2021, 23, 2101199 2101199 (9 of 22)

shows not only a smaller fraction of o, but also a more homoge-
neous distribution than sample E, the just mentioned effect does
not occur and the microstructure coarsens up during EBM more
homogeneously without the formation of a banded microstruc-
ture. This is a direct consequence of the long-term annealing at
the elevated building temperature. In contrast, in the case of
sample E, there is an inhomogeneous phase distribution as a
consequence of an inhomogeneous Al chemical distribution.
We discussed this issue comprehensively in a previous publica-
tion.**) The banded nature of some microstructures of electron
beam melted Ti—48Al-2Cr-2Nb is, therefore, the consequence of
a process related to inhomogeneous Al distribution coupled with
the high amount of y-phase in thermodynamic equilibrium at the
building temperature for this alloy, leading to abnormal grain
growth in a,-lean areas, where the influence of second-phase par-
ticles on grain boundary movement is diminished.

It has been shown that banded TiAl microstructures exhibit
anisotropic mechanical properties showing low RT ductility.?>”)
Thus, local mechanical properties indicating anisotropic propet-
ties do need investigation. The local mechanical properties of
EBM Ti—48Al-2Cr-2Nb are displayed in Figure 8 depicting
the microscopic hardness mappings according to HVO0.05

© 2021 The Authors. Advanced Engineering Materials published by Wiley-VCH GmbH
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Figure 8. HV0.05 hardness maps with the respective SEM—BSE image of the indented area. Samples A and B (images a,b) revealed no banded features of
the measured hardness values, which are comparably low, as mostly large y-grains are indented. With increasing line energy (samples C and D, images c,
d) regions with increased hardness values are distinguishable, with slight hardness bands for sample D. These regions can be attributed to the fine-

grained zones of y and a,. Increasing the energy input to 0.45 | mm™

! (sample E, shown in ) leads to the microstructure with the highest HV0.05 values,

ranging beyond 400 HV0.05, and showing high variations in hardness as well as a banded nature.

generated on samples A-E accompanying the microstructure
obtained with SEM—-BSE. The microscopic mechanical properties
directly reflect the microstructure observed and described previ-
ously. As sample A (Figure 8a) and sample B (Figure 8b) have
microstructures consisting mostly of large y-grains accompanied
by smaller amounts of a, hardness is, thus, mostly low with val-
ues 2295 HVO0.05, as v is, generally, the softest phase in the Ti-
48Al-2Cr-2Nb alloy.”® HV0.05 values ranged from 180 to 339
for sample A, and from 206 to 348 for sample B. Furthermore,
the microscopic hardness is comparably homogeneous, as were
the microstructures. An increased Fj sample C, which previously
revealed pronounced fine-grained zones with slight accumula-
tions of a,, (SEM-BSE image in Figure 8c), shows sections of
the microstructure, where higher HV0.05 values were measured,
reaching from 200 up to 381 HV0.05. This circumstance can be
attributed to the increased hardness due to finer grains,®* and,
additionally, the increased amount of a,-phase in these regions.
Sample D (Figure 8d) illustrates that the occurrence of banded
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microstructures, as is the appearance of a banded allocation of
a, in fine-grained zones, leads to bands of increased microscopic
hardness up to 372 HVO0.05, whereas indenting large-grained
y-bands resulted in lower hardness values down to 205
HVO0.05. Paying attention to sample E (Figure 8e), the micro-
scopic hardness appears in a widely banded fashion with the
highest values up to 409 HV0.05, revealing a considerably more
inhomogeneous state of anisotropic mechanical properties. It is
interesting to note that the minimum values were always in the
range of ~200 HVO0.05 for all samples (apart from sample A,
probably partly due to the significantly increased porosity), indi-
cating positions with either large y-grains, or similar, y-grain
bands. Part of the y-grains in low E; samples are replaced in high
E; samples with a,-rich fine-grained bands, whether it may be in
fine globular y/a,/P,-grains or as y/a,-colonies, which are
responsible for high hardness, surpassing even 400 HVO0.05.
Grains stay fine during EBM in these Al-lean regions due to
the Zener pinning force of second-phase a,-particles on the grain

© 2021 The Authors. Advanced Engineering Materials published by Wiley-VCH GmbH
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boundary of the y-phase, while, in general, there is a constant
tendency to generate a microstructure of coarse y-TiAl for the
near-y microstructures that are the thermodynamic equilibrium
condition at the building temperature.

In summary, banded microstructures of large y-grain zones
and fine-grained zones containing y and «, are the consequence
of the long-term intrinsic annealing at the building temperature,
coupled with an inhomogeneous Al distribution. Process-related
evaporation of Al leads to Al-depletion toward the top of the melt
pool and non-depleted zones toward the melt pool bottom. Grain
growth during the EBM process coarsens y in the non-Al-
depleted regions, while a, predominantly remains in Al-lean
zones, leading to Zener-pinning of y-grain boundaries. With a
change in energy input, exemplarily expressed as Ej, the rate
of evaporation, as well as the state of heterogeneity of the
microstructure, can be influenced, affecting overall chemical
composition, phase fractions, and Al-distribution. Banded micro-
structures are coarse y-grain microstructures where the through-
out grain growth during the process was suppressed by an
increased amount of second-phase particles in a banded fashion,
as the Al-lean a,-phase preferably dissolves in non-Al-depleted
zones. Banded microstructures in Ti-48Al-2Cr-2Nb can be
inhibited by reducing the maximum peak temperatures, melt
pool sizes, and holding times above the Tsgqys during EBM
by decreasing the energy input through lowering Al-evaporation
and generating a homogeneous Al distribution, with acceptable
levels for samples A-C.

5. Solidification and Intrinsic Annealing during
EBM

The last layers of consolidated material in EBM TiAl alloys have
already received some attention. Microstructures on the very top
of the as-EBM specimens are described as nearly lamellar,**#]
partially with equiaxed y and blocky B, or fully lamellar.*7304851]
Epitaxially grown, elongated grains, shrinking with lower energy
input, were described as well, and resembled massive
y-grains.*®  Explanations for the microstructural formation
subsequently involve the change in annealing temperatures as
subsequent layers are built upon,”?”) or the heat treatment during
the process.’! The bottom-up microstructural evolution of EBM
Ti—48Al-2Cr-2NDb can, therefore, be considered to be the result
of the decreasing cyclic annealing temperature as subsequent
layers are added above. Focused studies on the solidification
behavior of EBM Ti—48Al-2Cr-2NDb, especially with regard to
the process parameters, as well as the intrinsic annealing with
respect to the aforementioned parameters, are still absent.
Figure 9 displays microstructures toward the top (marked with
T) of the built components (marked with red arrows) for samples
B and E, taken representatively for a specimen built with low Ey
(0.21] mm™") and one with a high E; (0.45] mm™"), for both of
which the job was concluded directly after the last melting, thus,
avoiding the last post-heating, as described in Section 8. It
becomes apparent from the high magnification micrographs
for both E; in Figure 9a,b that the microstructures on the top
do, in fact, constitute lamellar colonies of y and a,, but are dif-
ferent due to the change in processing parameters. Whereas
sample B shows rather small lamellar colonies accompanied
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by globular a, and some y-grains, sample E reveals large y/o,-
colonies, which are elongated in building direction. Although
lamellar orientations appear perpendicular to the building direc-
tion Z, the occurrence is stronger pronounced in sample E. As
sample B does contain considerably higher amounts of Al than
sample E (=1 at%, compare Table 1), the driving forces for the
formation of globular y by are expected to be significantly higher
during the slow cooling to RT after the completion of the process
(see temperature development after process completion in
Section 8 and Figure 15), which leads to partial decomposition
of the colonies. Additionally, certain amounts of y might already
form during cooling while still in the melting step of the EBM
process. Schwerdtfeger and Kérner,®® reported the possibility
for massive transformation due to the high cooling rates, even
though they used a lower build temperature of 910 °C. As illus-
trated in Figure 2b as a turquoise line, the Ty ,_., curve is a strong
function of the Al content and does decrease considerably with
decreasing Al content. The respective calculated Tg ., are listed
in Table 3 for the samples A—E. As massive transformations only
involve thermally activated jumps across the o/y-interface, they
cannot happen as long as the condition for a massive transfor-
mation, lower free energy of the y-phase, is not fulfilled.
Furthermore, as the massive transformation involves no change
in chemical composition, it, therefore, cannot happen above the
respective Ty o .. As Tg ., continuously drops from sample A
(1288°C) to sample E (1236°C), the formation of massive
y becomes more likely for low energy input samples with higher
To,—- In summary, for lower energy input samples the process
parameters do favor the formation of globular y from the decom-
posing lamellae colonies, be it via higher driving forces due to
higher Al content, a more probable massive transformation,
or generally lower intrinsic annealing temperatures. The orien-
tation of y/ay-lamellae is related with the parental a-grain via the
Blackburn orientation relationship (BOR) (0001)4,|[{111},,
<1120>4,]|<110],.! 1t is important to note that the [0001]
direction is the preferred growth direction of the a-phase,’®
which leads to lamellar microstructures perpendicular to the
growth direction of the a-grain. It has been addressed before that,
in general, as subsequent layers are built upon a certain, consol-
idated material point, the intrinsic heat treatment transforms
top-layer lamellar microstructures with dropping annealing
temperatures to nearly lamellar, duplex, and lastly, near-y micro-
structures.””)  However, process parameters and local
Al-depletion due to evaporation influence that procedure greatly.
The effect is first illustrated in Figure 9c, where the low magnifi-
cation microstructure at the top for sample B is shown. No
heterogeneities are visible. Then again, Figure 9d, showing
the low magnification microstructure on the top of sample E,
already shows banded features in the microstructures just
~500 pm from the top, as the microstructure is already adjusted
to the local chemistries, with wavy, bright areas, which are
Al-depleted. Therefore, a change in process parameters toward
higher E; already leads to a microstructural response around
500 pm from the top. Apart from these findings, increasing
the E up to 0.45 ] mm ™" leads to a highly uneven and wavy sur-
face of the specimen (compare Figure 9¢,d). This is the direct
consequence of considerably higher forces determining the melt
pool leading to severe melt pool motion,®! apart from significant
Al evaporation. Microstructures ~6mm from the top for
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Figure 9. SEM-BSE images of the microstructural evolution from the top (marked with T) of the as-EBM samples B (a) and E (b) in high magnification
and in low magnification (images c,d). All microstructures appear fully to nearly lamellar toward the very top, but undergo an annealing treatment
approaching the building temperature, illustrated by the SEM-BSE images 6 mm from the top, as shown in images (e,f), where it becomes apparent
that early visible heterogeneities translate in different microstructures as a response to the intrinsic annealing already few mm down below.

Table 3. Calculated Ty, ., temperatures by thermodynamic equilibrium
simulations, which represent the earliest possible temperatures for the
massive o — y transformation on cooling and the numerical simulation
results for samples A-E with the calculated solidification rates and the
respective cooling rates from the liquid phase.

Sample  Tou.yym [°C]  Solidification rate [mms™]  Cooling rate [Ks™']
A 1288 2832 8.99 x 10*
B 1281 2849 2.16 x 10*
C 1269 2080 1.89 x 10*
D 1252 1435 1.57 x 10*
E 1236 406 1.96 x 10*

samples B and E are shown in Figure 9e,f. As aforementioned,
intrinsic annealing in the course of EBM transitions the micro-
structures from fully lamellar and nearly lamellar toward a near-y
microstructure. Interestingly, the microstructural arrangement
is different for samples B and E. The micrograph for sample
B depicts a near-y microstructure, consisting of mostly large
y-grains accompanied by zones of a smaller duplex-like regions,
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which transforms fully into a near-y microstructure (see
Figure 1b) with progressing intrinsic annealing. This intermedi-
ate state already appears homogeneous. The microstructure of
sample E, in contrast, as shown in Figure 91, adjusts differently
to the intrinsic annealing from layers consolidated above. The
bottom of previous melt tracks revealed the formation of y-grain
bands, whereas the middle-top regions of the melt tracks are rich
in ay, present in globular fashion, and colonies with coarsened
lamellae width. The microstructure, in general, appears highly
heterogeneous. Subsequently, fully banded microstructures
are generated on subsequent intrinsic annealing, as can be seen
in Figure le.

The solidification behavior and successive microstructural
features, such as lamellar orientations, are of high importance
for the mechanical properties of TiAl alloys,®* and understand-
ing solidification behavior remains crucial for the application of
TiAl alloys. Figure 10 displays the inverse pole figure (IPF) maps
with respect to the Z direction (building direction) (IPF-Z) for
samples A—E at the very top (Figure 10a—e). The lamellar colonies
on the top of samples A-E show different morphologies in terms
of shape. These colonies on the top have their data points mostly
indexed as y-phase due to the high step size for the fine

© 2021 The Authors. Advanced Engineering Materials published by Wiley-VCH GmbH


http://www.advancedsciencenews.com
http://www.aem-journal.com

ADVANCED
SCIENCE NEWS

www.advancedsciencenews.com

www.aem-journal.com

s are [PF-Z maps|

v{111} v{111} y{111} y{111} y{111}
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Figure 10. IPF-Z maps of the last consolidated layers for sample A—E (images a—e). With an increase in E| the grain structure does visible change from
equiaxial grain formations (sample A and B) to elongated grains (sample C) and, finally, columnar microstructures for samples D and E. The respective
{111}, pole figures are shown in (f). Whereas the {111}, pole figures reveal no pronounced orientations for sample A (0.17) mm™"), an increasing
alignment of {111}, with the building direction Z can be seen for the other samples. The maximal MUD value of 5.274 was measured for sample

D, which was manufactured with 0.38 J mm™".

remaining ay-lamellae (which gets exaggerated by the 70° sample
tilt) and the subsequent cleanup procedure. Furthermore, as vy is
measured as cubic phase (see Section 8), only two of the six var-
iants derived from the BOR are indexable. The shape of the
lamellar grain morphology on top is, still, of very high interest
and can be derived from the EBSD measurements as well as
information about the orientation of the y-phase. Interestingly,
the grain morphology of the lamellar colonies on the top is a mat-
ter of the process parameters. Low energy samples (A, B, and
Figure 10a,b) revealed globular and equiaxial grain shapes at
the top, and sample A, additionally, revealed spherical porosity
as well as lack of fusion porosity (visible as unindexed/black
areas). With increasing E; sample C (Figure 10c) revealed some
grains with elongated shapes in the building direction. A further
increase in energy input resulted in a pronounced columnar
grain structure in the building direction for sample D
(Figure 10d). Lastly, sample E (Figure 10e), manufactured with
the highest energy input, revealed large columnar grains
throughout the top layer, similar to the ones shown in
Figure 9b. By increasing the Ej, and, in general, the energy input
into the sample, the grain structure does modify from equiaxial
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grains toward columnar and elongated grains. The energy input
during EBM does alter the grain structure of the lamellar colo-
nies, therefore, significantly. Information about the solidification
behavior can be obtained by investigating the {111}, pole figures
as multitudes of uniform distribution (MUD), as displayed in
Figure 10f. Sample A, manufactured with 0.17 ] mm ™", revealed
no preferred orientations for the (111), planes and only a maxi-
mal MUD value of 1.592. By increasing the Ey to 0.21 ] mm ™! the
maximal MUD value increased to 2.005, also indicating an align-
ment of {111}, with the building direction Z. By increasing E;
even further, 0.27 and 0.38 ] mm " for sample C and D, maximal
MUD increased to 4.667 and 5.274, respectively. Sample E
revealed a similar {111}, pole figure, but the maximal MUD
decreased to 3.156.

Interestingly, as calculated in Figure 2b, the solidification
phase transformation pathway for Ti—48A1-2Cr—2Nb in thermo-
dynamic equilibrium is L—-L+p—L+pf+a—L+a—a,
and, therefore, involves a peritectic reaction. As discussed earlier,
the building direction Z is, in general, the direction of the highest
thermal gradient for the EBM process and can, therefore, be con-
sidered the growth direction of solidifying crystals. A primary
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solidification via the a-phase favoring the [0001], direction is
indicated if the lamellar orientations are perpendicular to the
growth direction, which is, indeed, the case, as seen in
Figure 9. When investigating the {111}, pole figures it becomes
apparent that with an increase in E; the (111) pole of the y-phase
does align with the building direction of the process, which is
parallel to the (0001),, taking the BOR aforementioned into
account.

Indeed, it has been shown previously that the a-phase
becomes the primary phase during directional solidification if
growth rates of 72mmh ' (0.02 mm s~ ') and thermal gradients
of 4Kmm " are surpassed.® As temperature gradients for
EBM were reported to be in the range of 10°%-10° Km™' and
solidification rates range from 10* to 10° m s~*,*! those thresh-
olds are easily excelled. Nevertheless, in this work, the numerical
simulation was utilized to calculate the solidification rates for
specimens A-E and are shown in Table 3. In the same way,
as the process parameters influence the Al evaporation and, fur-
thermore, the microstructural homogeneity, the solidification
rates do also differ. Whereas samples A and B show values of
2832 and 2849 mm s, respectively, the solidification rates do
decrease for samples C (2080 mms™') and D (1435 mms™?).
Specimen E, finally, only obtained solidification rates of
406 mm s~ '. However, all these calculated values for the solidi-
fication rates exceed the value of 0.02mms~" from directional
solidification and growth experiments mentioned previously,
where the a-phase became the primary solidification product.
Explanations can be found in Figure 2b. During rapid solidifica-
tion, diffusion might be highly limited and equilibrium phase
compositions are not achievable. For the nominal Ti—48Al-
2Cr-2Nb composition the Tpy ., (olive line) is higher than
the To;_p (purple line). If certain diffusion limits are reached,
o becomes the first phase to become thermodynamically more
stable than the liquid phase, neglecting the formation of the pri-
mary p-phase and the peritectic reaction during solidification
altogether. Indeed, it has been shown before that the solidifica-
tion behavior for a Ti—48Al alloy during rapid solidification con-
ditions does skip the formation of primary p-phase,*”! for cooling
rates of 1.25 x 10> Ks™* and it has, furthermore, been reported
that the cooling rates from the liquid phase for the EBM process
are between 10° and 10° K s.1®! The respective cooling rates for
this study were also calculated by numerical simulation and can
be found in Table 3. They range from 1.57 x 10* Ks™" for sample
D up to 8.99 x 10*Ks™! for sample A, which surpasses the
threshold cooling rate mentioned earlier by at least one order
of magnitude. Taking all these points into consideration, the
rapid solidification and transformation pathway during EBM
for Ti—48Al-2Cr—2ND can, therefore, be summarized as follows:
LoL+a—a—a+y—a+7y (+P). The reason why no pro-
nounced (0001), textures are found for EBM Ti—48Al-2Cr-2Nb
microstructures far away from the top might be explainable on
the one hand by the high amount (>90%) of recrystallized
y-phase found in the microstructures and the immediate cyclic
annealing after consolidation, visible via the occurrence of
annealing twins (see Figure 1), and, in contrast by the fact that
the non-equilibrium heating process deviates even further from
equilibrium for Ti-48Al-2Cr-2Nb. It has been shown that for
very high heating rates the liquefaction pathway happens via
a+y—o+y+L—y+L-LE which might further
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impede the formation of macroscopic textures. By investigating
the final layer on the very top, it became, anyway, apparent, that
the growth of primary a-crystals is a matter of the respective
solidification conditions, as they might either appear globular
or elongated in building direction Z. Still, macroscopic Al distri-
bution remains the significant factor for EBM Ti-48A1-2Cr-2Nb
defining the response to heat treatments, which is explored in the
next section.

6. Process Related Heat Treatment Response and
Remedial Actions

The mechanical properties of TiAl alloys are very sensitive to the
microstructure.”) It remains mandatory to hot isostatic press and
heat-treat critical TiAl components intended for aeronautical
application as an act of security precaution whether they are man-
ufactured by casting,*® forging, or AM, as processing-related
porosity has to be closed and the microstructure has to be care-
fully adjusted to the needs of the application. Duplex microstruc-
tures show favorable tensile ductility,”” and were, therefore,
chosen in this work to investigate the influence of process param-
eters on the microstructural evolution during subsequent heat
treatment. Duplex microstructures are obtained by performing
annealing treatments in the a+7y phase-field region, below
Tyt and above the eutectoid temperature.® The performed heat
treatment consisted of annealing at 1320 °C for 2 h, followed by
cooling to room temperature with ~125 Kmin™", as has been
performed previously on an EBM Ti-48A1-2Cr—2Nb alloy.*?
The same temperature was chosen deliberately for all samples,
despite the different overall chemistries. The SEM-BSE micro-
graphs are displayed in Figure 11. First of all, sample A-D
(Figure 11a—d) all show duplex microstructures with globular
y-phase, lamellar colonies of y and a,, some a,-laths in y-grains
with a gradual increase in the amount of a,-phase in the micro-
structure from sample A to sample D. As the overall chemistry
shifts away from the Al-rich side of the phase diagram with an
increase in F from 0.17 to 0.38J mm™" (see Figure 2b) the
microstructure starts to gradually move from a duplex micro-
structure toward a nearly lamellar microstructure. At the respec-
tive heat treatment temperature, the amount of a-phase is
increased in thermodynamic equilibrium for a decrease of the
Al-content with an increase in Ej, leading to a different micro-
structure than the desired one. This means that the process
parameters have to be taken into account when setting up heat
treatments for the application of EBM Ti—48Al-2Cr—2Nb, and, in
general, electron beam melted titanium aluminides. Monitoring
the overall chemical composition and T, is necessary to obtain
requested microstructures. Furthermore, not only does sample E
(Figure 11e) contain an even higher amount of a, in the micro-
structure after the heat treatment but also large lamellar colonies
of y/a,, which occur in a banded fashion. It appears that the inho-
mogeneous microstructure of the as-EBM state for sample E
leads to a distinctly heterogeneous response to the performed
heat treatment, with large colony bands occurring perpendicular
to the building direction. Leaning on previous studies,*” it
would be expectable that these microstructures show anisotropic
mechanical properties with a lower ductility not desirable for
application. So heat-treating EBM Ti—48A1-2Cr-2Nb does not
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1320°C/2h/
cooled to RT with 125 K min~

Figure 11. SEM—BSE images of samples A—E (a—e) after a heat treatment at 1320 °C for 2 h, followed by cooling with 125 K min~". Samples A-D (images
a—d) reveal a duplex microstructure of y and ay, arranged in either globular y (with or without a5), and y/a,-colonies. With an increase in E, (and,
therefore, an increase in Al loss) the amount of a, in the final microstructure gradually increased from sample A to D. Sample E (e), in contrast, revealed
a higher amount of large y/ay-colonies, which show a banded morphology. The arrow denotes the building direction Z.

only possess the danger of an Al-evaporation induced shift in the
Tyt leading to different microstructures than one would expect
but also to a banded microstructure subsequently to the heat
treatment as a consequence of high levels of inhomogeneity
in the as-EBM state.

To investigate this microstructural occurrence an additional,
specially designed heat treatment was performed. Sample A,
with a low energy input of 0.17Jmm™', and sample E, with
the highest E; of 0.45] mm ' were both subject to annealing
at 1290°C for 4h followed by water quenching (WQ), which
was performed to preserve and freeze the microstructural state
at the elevated temperature. The associated EBSD phase maps of
both samples are shown in Figure 12, with the y-phase indexed in
yellow and a, indexed in red. In addition, HAGBs are drawn in
black. Whereas sample A (Figure 12a) revealed a homogeneous
response to the heat treatment in terms of o,-distribution along
the grain boundaries of the remaining y-grains, sample E
(Figure 12b), as a consequence of its inhomogeneous distribu-
tion of Al, shows the formation of an ay-band during the heat
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treatment. At 1290 °C a-grains grew into each other and, with
no y-grains to pin the grain boundaries, large a-grains simply
grew at the expense of small a-grains and formed an elongated
band, which, during intermediate cooling, would form a band of
lamellar y/a,-colonies in accordance with the BOR.I®! As these
specimens were WQ, the formation of lamellar colonies during
cooling was suppressed. The inhomogeneous accumulation of a;
and, in a broader sense, the inhomogeneous Al distribution due
to evaporation effects when providing high energy inputs during
manufacturing are directly responsible for the formation of
banded microstructures with elongated bands of lamellar colo-
nies while heat treating electron beam melted Ti—48Al-2Cr—2Nb.

To alleviate the influence of inhomogeneous microstructures
on the mechanical properties, that is, ductility, the homogeniza-
tion of the microstructure of TiAl alloys via heat treatments by
taking advantage of solid-state transformations is possible.”" As
the Ti—48AI-2Cr—2Nb alloy possesses a single-phase field region
above the Tyr (as calculated as 1372 °C for the nominal compo-
sition via the CALPHAD method, see Figure 2b), the chemical
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1290 °C/4h/WQ

Figure 12. EBSD phase maps of sample A (a) and sample E (b) after annealing at 1290 °C for 4 h, followed by WQ. y-TiAl is indexed in yellow, whereas
a-TizAl is colored in red. HAGBs (6 > 10°) are drawn in black to give information on the grain structure. Not only does the process-related history change
the amount of a-phase at the annealing temperature but also the whereabouts of the a-phase do change. Sample E revealed a heterogeneous distribution
of a-grains growing together and coarsened considerably, leading to an elongated band, which would result in banded y/ay-colonies on subsequent

cooling with intermediate cooling rates instead of WQ.

homogenization of Al across the specimen or component is a
possibility. For that reason, the heat treatment has to be per-
formed above the Tyr, otherwise an extended heat treatment
would lead to coarsening of the present phases, but no homoge-
nization of Al would take place, as there is no driving force for the
homogenization of the whereabouts of phases at their respective
equilibrium compositions. Therefore, homogenization has to be
performed in the a-single-phase field region. Seifi et al.,*”! came
to a similar conclusion when investigating the microstructural
evolution of EBM Ti—48Al-2Cr-2ND after HIP in the two-phase
field region. Another heat treatment was designed to establish
whether it truly was a matter of an inhomogeneous distribution
of Al and, if yes, for which duration such a homogenization treat-
ment should be performed. Figure 13 shows the results of the
heat treatment performed on sample E, as the microstructure
showed the highest degree of inhomogeneity (see previous
sections). The heat treatment set-up is depicted in Figure 13a.
The starting point for the homogenization is the heat treatment
discussed with and shown in Figure 11, but instead of cooling
with 125 Kmin~' the specimens were subject to air cooling
(AC). After this heat treatment at 1320 °C for 2h followed by
AC the specimens were subjected to an annealing treatment
at 1360 °C in the o-single-phase field region for three different
times, that is, 5 min, 30 min, and 1h. Subsequently, the speci-
mens were quickly cooled to an aging temperature of 1300 °C
and held for 2h, followed by cooling to RT with 125 Kmin~!
Annealing in the o-single-phase field region for different
prolonged times resulted in different amount of times for
homogenization of Al, followed by the aging at 1300°C (in
the a + y two-phase field region), which induced a driving force
for the formation of y-grains. Apart from large y/a,-colonies, the
microstructure of sample E after 5 min at 1360 °C still revealed
the formation of y-grains that precipitated in a strongly pro-
nounced banded fashion, as seen in the SEM-BSE image in
Figure 13b. Increasing the annealing time to 30 min banded
y-grain precipitations still occurred during the aging step,
although the amount of y-grains precipitating within the colonies
decreased considerably. The corresponding SEM-BSE micro-
graph is shown in Figure 13c. When increasing the annealing
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time further to 1h the precipitation of y did not take place in
a banded fashion but instead y-grains precipitated along the
y/ay-colony boundaries without any preference for layer-wise
precipitation (Figure 13d). It is concluded that 1h of annealing
in the a-single-phase field region is sufficient to obtain a techni-
cally homogeneous state of Al and that, in fact, the inhomoge-
neous distribution of Al is the origin of heterogeneous
microstructures after the intrinsic annealing of EBM and subse-
quent heat treatments.

So, the pathway to homogenize the microstructure of the
electron beam melted Ti-48A1-2Cr-2Nb alloy is illustrated in
Figure 14a. Annealing for 1h followed by oil quenching (OQ)
lead to the formation of feathery y (yg),’*”* a metastable micro-
structure which consists of most parts of small misoriented
domains of several parallel y-lamellae. Traces of a, might also
be present. The microstructure after the metastable phase trans-
formation is shown in Figure 14b. As metastable microstructure,
recrystallization happens on subsequent annealing, as defect
density and the large interface area act as driving forces. This
homogenized state was, subsequently, subjected to an annealing
treatment recrystallizing the microstructure at 1100 °C for 24 h
to form a near-y microstructure (SEM-BSE micrograph in
Figure 14c), which was AC. Exemplarily, a homogeneous duplex
microstructure was generated by an additional annealing step at
1320 °C (Figure 14d) without any banded features. The heat treat-
ment procedure, therefore, was able to homogenize the
heterogeneous as-EBM state of sample E and enabled the forma-
tion of a duplex microstructure missing banded microstructural
arrangements. It should be noted that the presented heat treat-
ment route has two limits: first, OQ to RT offers an increased risk
of crack formation in TiAl alloys, as OQ involves rapid cooling
below the brittle-to-ductile-transition temperature. Additionally,
the formation of yr during OQ often does not embrace the whole
microstructure, as driving forces decline with the yr formation,
which limits the potential for the generation of fine-grained
microstructures during the annealing/recrystallization step.”)
However, the developed heat treatment route could be used with
alloys with a high tendency to perform the massive a — y trans-
formation, such as high Nb bearing TiAl alloys, where AC already
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Figure 13. Designed heat treatment route to establish the time required for a homogenization treatment in the a-single-phase region for sample E with
the highest E_ of 0.45) mm™". The heat treatment route is shown in (a), where, subsequently to the heat treatment step similar to the one shown in
Figure 11, the specimen was annealed for 5 min (dark green), 30 min (purple), and 1 h (orange) in the a-single-phase field region at 1360 °C, followed by
an annealing step at 1300 °C for 2 h. Finally, the specimen was cooled to RT with 125 Kmin~'. The SEM-BSE micrographs for the three annealing times
are shown in images (b—d). Whereas annealing for 5 min leads to a pronounced formation of banded y-grains after the aging step, 30 min annealing time
lowered the amount of y-grains precipitating within the colonies considerably. One hour was sufficient to lead to precipitation along the colony bound-

aries, coarsening up y-lamellae.

leads to almost complete massive transformation,”>”* or the
TNM alloy, where AC from a p-single-phase field region would
be an option, which would not induce crack formation. As such,
designing different alloys with a smaller resistivity to the forma-
tion of metastable TiAl microstructures favoring homogeniza-
tion of inhomogeneous microstructures after EBM processing
might be a possible way to minimize anisotropic mechanical
properties and a low ductility, especially when EBM process
parameters, that do generate homogeneous microstructures,
are not applicable, for example, when technological limitations
are present.

7. Conclusion

An extensive process parameter study on EBM Ti-48Al-2Cr—
2Nb was performed to investigate the formation mechanism
of banded microstructures, the solidification behavior as a func-
tion of the process parameters, the response to the long-term
intrinsic annealing taking the microstructural evolution at the
very top into account, and, finally, the microstructural response
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to heat treatments as a matter of process-related history and
remedial action involving a subsequent homogenization
heat treatment. SEM, EPMA, EBSD, TMA, micro- as well as
macro-hardness measurements, thermodynamic equilibrium
calculations, numerical simulations, and XRD as well as heat
treatment studies were utilized to obtain the results summarized
as follows: 1) Going hand in hand with the overall Al loss,
process-related heterogeneous Al distribution is the reason for
the formation of banded microstructures due to the long-term
intrinsic annealing during EBM at the building temperature.
The overall chemistry (and, therefore, position in the phase dia-
gram), phase fractions, macroscopic hardness, and T,r change
with an increase in energy input in accordance with the loss
of Al. Numerical simulation has shown, that different processing
parameters lead to different holding times in the liquid state, dif-
ferent maximum temperatures as well as melt pool sizes, and a
number of remelting events, which highly influences the Al evap-
oration. 2) The response to the long-term intrinsic annealing is a
matter of Al distribution due to Al evaporation during solidifica-
tion, as a, preferably dissolves in non-Al-depleted areas, leading
to grain growth of globular y-phase. In case of extended chemical
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Figure 14. Designed homogenization heat treatment route involving a metastable phase transformation. The heat treatment is illustrated in (a). After a
homogenization annealing in the a-single-phase field region at 1360 °C for 1 h followed by OQ the specimen was annealed at 1100 °C for 24 h to induce
recrystallization. Lastly, the sample was annealed at 1320 °C for 2 h and finished with cooling to RT with 125 K min™". The microstructure consisting of y¢
after the OQ is shown in (b) and the near-y microstructure after the annealing at 1100 °C is illustrated in (c). An exemplary duplex microstructure after the

final annealing step is shown in (d).

heterogeneity of Al, coupled with a high loss of this element, o, is
gathered in Al-depleted regions and inhibits grain growth of the
y-phase by Zener pinning. 3) The reason why the formation of
banded microstructures is reported in the Al-rich EBM Ti—48Al-
2Cr-2NbD is the fact that the thermodynamic equilibrium at the
building temperature is rich in a single phase, with y-TiAl being
>90 vol%, enabling abnormal grain growth during the long-term
intrinsic annealing. We did not report a similar microstructure
for Al-lean TiAl alloys in a previous study, for example, the TNM
alloy (Ti-43.5A1-4Nb-1Mo-0.1B), as they prohibit a different
phase equilibrium at the building temperature.*?) Inhomo-
geneous phase distributions were still witnessed due to prefer-
ential dissolution during the long-term intrinsic annealing in
Al-depleted and non-Al-depleted regions. 4) Large y-grain bands
form on the bottom of the original melt pools, whereas duplex
regions of y and a, appear toward the top, where also the Al-
depletion is reported, as lack of fusion porosity appears solely
below these y-bands. 5) Microstructures on the top are fully or
nearly lamellar and undergo long-term intrinsic annealing when
additional layers are built upon. Whether o, dissolves homo-
geneously or not is a matter of the heterogeneity of Al after con-
solidation, and may lead to the aforementioned abnormal grain
growth, contrary to microstructure-global coarsening of y-TiAl to
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form homogeneous near-y microstructures. 6) It is proposed that
the non-equilibrium solidification during EBM for Ti-48Al-2Cr—
2Nb happens via the a-phase due to the high solidification rates
and cooling rates, which were calculated for the present process
parameters by numerical simulation. Furthermore, thermody-
namic equilibrium calculations revealed, that the Top ., is
higher than T, s for Ti-48Al-2Cr-2Nb. With increasing
energy input the solidification happens preferably along with
the [0001] direction of « leading to an alignment of the {111},
planes with the building direction on the top of the samples
in accordance with the Blackburn orientation relationship.
7) Banded microstructures of Ti-48Al-2Cr-2Nb may react
heterogeneously to heat treatments with the formation of
y/ay-colony bands during annealing in the o + y two-phase field
region to obtain a duplex or nearly lamellar microstructure. The
reason is the abnormal growth of a-grains during the annealing
in Al-depleted regions, forming large y/a,-colonies on cooling.
8) The heterogeneous Al distribution can be homogenized by
annealing in the a-single-phase field region. Subsequent oil
quenching formed a microstructure of feathery y (yg), which
could be transformed into a homogeneous near-y microstructure
by subsequent annealing at 1100 °C for 24 h. Ensuing heat treat-
ments provide a homogeneous microstructure without banded
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features. 9) As oil quenching might induce cracks and metastable
phase transformations, which are not suitable in industrial appli-
cation, especially for large components, it is advisable to utilize
process parameters with low energy inputs, which inhibit the for-
mation of banded microstructures, but it must be ensured that
microstructures are free of lack of fusion porosity. Alternatively,
TiAl alloys providing the possibility for homogenization treat-
ments on intermediate cooling rates, such as air cooling, might
be suitable, for example, the TNM alloy or high Nb-bearing TiAl
alloys. 10) Improved understanding of the process parameter- and
the scan strategy-microstructure relationship in electron beam
melted Ti—48A1-2Cr-2Nb alloy through process simulation and
experimental data enables the possibility to build a solid knowl-
edge pool of data. The data could be used then to train machine
learning algorithms that, operating on machine hardware and
software, may realize the full control of the process. This kind
of adaptive control, apart from avoiding inhomogeneous micro-
structures, could allow adapting the process for obtaining locally
tailored microstructures as a function of the mechanical require-
ments required on the local component section.

8. Experimental Section

Five different cubic samples with a size of 30 x 30 x 30 mm?® with a
nominal chemical composition of Ti—48Al-2Cr-2Nb were manufactured
utilizing an Arcam A2X EBM machine (Arcam AB, Sweden) operating
at an acceleration voltage U of 60 kV. The feedstock powder with the chem-
ical composition of Ti—49.06Al-1.88Cr—1.98Nb and particle size ranging
from 40 to 150 pm was also obtained from Arcam and produced by vac-
uum induction melting and inert gas atomization. Further information on
the procedure of manufacturing TiAl powders by gas atomization can be
found in related literature.”®! The start plate preheating temperature was
setto 1100 °C, whereas the preheating temperature of the powder bed was
set to 1050 °C and the powder layer thickness to 90 pm. A hatching mode,
a meander-like pattern scan strategy, was used to selectively melt powder
in the defined areas. A constant line offset I, equal to 200 pm was used for
this work in addition to rotating the beam direction by 90° every consecu-
tive layer. Each respective set of manufacturing parameters, v, I, and, sub-
sequently, the calculated E and Ea, are presented in Table 4. As [, was
kept constant E, and E, represent the same general concept, and, there-
fore, E| was chosen representatively for both terms in this article. As dis-
cussed in Section 1, the EBM process itself is not controlled by E at all, but
it is suitable to describe the energy input for specimens with square melt-
ing area qualitatively, as it remains constant during the process. The
respective E, is, therefore, inserted in the micrographs. Process parame-
ters were, furthermore, chosen in such a way that the expected changes in
chemical composition due to evaporation stay at least partially within the
controllable and applicable area, as TiAl components have to fulfill strict
regulations as materials for the aeronautical application. Furthermore, the
temperature profile recorded by the thermocouple placed below the build-
ing plate during the process is illustrated in Figure 15. As the recorded

Table 4. Processing parameters for EBM of the five investigated
specimens, which are designated from A to E.

Sample designation v [mms ] I [mA] EL Jmm™] Ep ) mm?
A 2800 8 0.17 0.86
B 2800 10 0.21 1.07
C 2200 10 0.27 1.36
D 1600 10 0.38 1.88
E 1600 12 0.45 2.25
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Figure 15. Temperature profile of the performed building job in °C. The
start plate preheating temperature was set to 1100 °C; the job took around
8 h. The subsequent cooling to RT was assisted by additional He.

thermal history shows, the job itself can be divided into a preheating step,
ensuring that a predefined temperature is obtained on the start plate
before starting the process, followed by fabricating the samples and a sub-
sequent cooling assisted by additional He. Regarding the building process
of the specimen or component, it is well known that each subsequent layer
undergoes a separate preheating of the new powder layer followed by the
selective melting of the powder based on the specimen geometry.
Subsequently, post-heating is performed to balance the heat loss during
melting and then the process repeats itself with lowering the building plat-
form and the deposition of a new powder layer corresponding to the layer
thickness, its preheating, and so on until the end of the process. The target
was to investigate the last layer of the specimens in their unaltered state
directly after melting and solidifying, so no post-heating was performed
after the last melting step of the process.

XRF and CGHE (for oxygen) were used for chemical analysis; the results
are presented in Table 1. The oxygen content ranged from 920 m ppm for
sample E to 1000 m ppm for sample A and was, therefore, below the
threshold level when interstitial impurity significantly reduces the ductility
of the TiAl alloy.”) The porosity was analyzed by image analysis on polished
specimens with the software Image] obtained via a visible light microscope
DM ILM5000 by Leica, Germany. The specimens were separated parallel
to the building direction, grounded, and electrolytically polished using
a Struers Lectropol, Germany according to the previous study.”®
Microstructures were visualized via SEM using a field emission gun dual
focused ion beam device Versa 3D Dual Beam from FEI, USA in BSE mode
operating at 10kV acceleration voltage. The building direction Z is
upwards for all micrographs shown in this article. Single scale bars always
apply to all micrographs in the figures. Additionally, EBSD was performed
to gain insights on phase morphology and solidification behavior using the
aforementioned FEI system with a Hikari XP EBSD camera from EDAX,
USA. Samples for EBSD analysis were subjected to an additional vibra-
tion-polishing step with a VibroMet 2 from Buehler, Germany, for
60 min with a colloidal silica suspension. Data collection were carried
out via the software Team 4.3 and thereupon evaluated via TSL OIM
Analysis 7, both from EDAX. As it is challenging for the EBSD technique
to properly detect y-TiAl as a tetragonal phase due to the c/a ratio being
close to 1,777% y.TiAl was measured as the cubic phase. The measure-
ments were conducted at an acceleration voltage of 30kV, a step size
of 500-1000 nm, a spot size of 7, and a binning mode of the EBSD camera
of 2x 2 and 4 x 4.

To protect the consolidated layers during sample preparation for EBSD
a Mo thin film was deposited on the TiAl substrates. Prior to deposition,
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the chamber was evacuated to a base pressure of less than 3 x 107 Pa.
During plasma etching, a glow discharge with a discharge power of 0.8 kW
and an Ar gas pressure of 0.32 Pa was generated. The Mo thin film with a
thickness of around 10 pm was synthesized at a discharge power of 8 kW
and an Ar working gas pressure of 0.53 Pa using an industrial-scale in-line
DC magnetron sputter deposition system of type FHR.Line.600.V (FHR,
Germany) equipped with a rotating cylindrical Mo target (& 150 mm x 600
mm). Information regarding the deposition process can be found in the
related literature.’®! Furthermore, substrate temperatures did not exceed
300°C and it is, therefore, unexpected to alter any TiAl microstructure.

To perform quantitative phase analysis XRD measurements were per-
formed on bulk material using Cu-Ka radiation in an angular range of
11°-82° and a step size of 0.02° in Bragg—Brentano geometry using a
D8 Advance diffractometer by Bruker AXS, Germany. The quantitative
phase analysis was subsequently performed by Rietveld refinement based
on the guidelines described in related literature® using the software
TOPAS 4.1 by Bruker.

Phase transformation temperatures were assessed by TMA via a
Setaram Setsys Evolution, France, with a sample geometry of 5 x 5 x
10 mm? under an Ar flow of 20mlmin~' to prevent oxidation and a
heating rate of 5 Kmin™"' up to a temperature of 1400 °C. The correlation
between the T, and the second peak of the derivative curve of the
displacement as a function of temperature was already demonstrated
by Terner et al.”!

To illustrate the chemical distribution of the elements EPMA was
performed using a SuperProbe electron probe microanalyzer JXA-8200
from Jeol, Japan, operating at an acceleration voltage of 15 kV with a beam
current of 10 nA, a spot diameter of 1 um, and a dwell time of 30 ms. Pure
elements served as standards.

Selected specimens were subjected to heat treatments under the atmo-
spheric condition in a Carbolite RHF 1600 furnace by Carbolite Gero,
Germany, equipped with type-S thermocouples to visualize the different
responses to thermal treatments and explain the microstructural
evolution.

To estimate the dependency of the mechanical properties from
the process-related history, hardness measurements according to
Vickers HV10 (testing force of 10kp/98.07 N) and Vickers HV0.05
(testing force of 0.05kp/0.49N) were performed using a Qness
Q60A+ microhardness tester by ATM Qness, Germany. Values for mac-
roscopic hardness were established based on the arithmetic mean of 10
independent indentations. Microscopic hardness maps were generated
with a size of 31 x 31 =961 indents with 50 pm in between to get insights
on the microscopic mechanical properties and the hardness distribution,
which equals size of 1.5 x 1.5 mm?®. Special care was taken to prevent
indentation of truncated pores as all investigated specimens were in their
as-EBM state.

To gain information on the phase transformation pathway and phase
equilibria as well as phase transformation temperatures thermodynamic
equilibrium calculations based on the CALPHAD methodology were
performed using Thermo-Calc 4.1 with a commercially available database
for TiALE!-#3

To get additional data on the effect of process parameters on the final
microstructure and the final chemical composition of the material, numer-
ical simulations were performed using the 3D FE thermal model devel-
oped by Galati et al.,® This thermal model is specifically designed to
simulate the EBM process at the melt pool scale. With respect to the lit-
erature, the modeling approach proposed by Galati et al.,®"! was based on
analytical models for the energy source and for the material properties of
the powder bed that considered the peculiarity of EBM.

The energy source consisted of uniform heat flux with an intensity q
calculated according to Equation (3)

ul
—p= 3
a=n ®)
where S is the cross-section of the beam. 7 is a corrective parameter that
couples the actual electron distribution with the uniform heat source and
can be calculated by numerical integration of Equation (4)
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where x; and x, are the generic Cartesian coordinates, and x;9 and x,q are
the coordinates of the starting point of the center of the focal spot of the
electron beam (EB). ¢ is the standard deviation of the effective beam
diameter Dg that assesses the lateral spread of the EB when it impacts
the powder surface. This diameter is obtained by simulating the electron
trajectories numerically via the Monte Carlo method. The material, includ-
ing the powder, is modeled as a continuum, in which the thermal conduc-
tivity depends on the average size of the particles, the powder bed
porosity, and the corresponding temperature-dependent bulk material
properties. The porosity of the powder bed, ¢, was assumed to be
0.68. The temperature-dependent thermal diffusivity for the bulk material
has been measured by laser flash measurements from 300 to 1000 °C,
while the corresponding thermal conductivity was calculated from the ther-
mal diffusivity, the specific heat capacity, and the density, as reported in
the previous study®! for higher temperatures in the solid and molten
states. The specific heat and the latent heat of fusion of the powder
bed were assumed to be equal to those of the solid bulk material and they
were also collected from the previous study.’!

The simulation domain consisted of two regions: a single layer of
powder material on a substrate of solid bulk material. 2D shell elements
were used to decrease the calculation time.¥ The thickness of the shell
elements was set to 10 mm for the bulk substrate and 0.090 mm (equal to
the layer thickness) for the powder layer. The different regions were fused
together by a tie constraint.®”? On the powder bed region, a fine element
size equal to 0.050 mm was used. The overall dimensions of the simula-
tion domain are 30 x 30 mm? For each node of the powder domain, a
variable called MAT_ID was defined to record the state of the material.
The material state was defined as “powder” (MAT_ID = 0) before the melt-
ing and as “bulk” (MAT_ID = 1) after the melting. The bulk material state
(MAT_ID = 1) was used for both the liquid and solid states. The material
properties were, therefore, updated from powder to bulk according to the
material state variable MAT_ID. The use of MAT_ID allowed to account for
the correct heat transfer into and between the powder and the melted and
solidified material. For a detailed description, please see previous
studies.B* 2%

The initial temperature for the whole domain was set equal to the pre-
heating temperature. The same temperature was used for the adiabatic
boundary conditions on all surfaces except the top surface, where a local
thermal load according to the energy source model was applied. The melt-
ing of the entire layer was simulated by moving the thermal load with a
constant speed parallel to one side of the domain. When the entire length
is melted the thermal load is repositioned to the starting point and trans-
lated perpendicularly to the melted line of a certain distance correspond-
ing to the line offset. A subsequent movement of the thermal load parallel
to the previous melted line emulates the hatching strategy. The process is
repeated until the entire domain of the powder region has been scanned.
Further details about the numerical modeling of the hatching strategy are
available in a previous study.®®! The model was implemented in Abaqus/
Standard. The thermal energy balance problem was solved as a function of
both space and time. A thermal energy density is considered the latent
enthalpy influence during melting. When the temperature drops between
the liquidus temperature (Tiiquidus) and Tsoiidus the liquid fraction deter-
mines how much of the latent heat of fusion is going to be included in
the enthalpy calculation. The liquid fraction was determined by interpola-
tion between the Tyiquidus and Tsoiidus temperatures. In accordance with the
experimental process parameters (Table 4), the inputs for the simulation
are listed in Table 5.

The simulations were run using a computer equipped with an Intel®
Core™ i7-6700K 4.00 GHz, RAM 32 GB. From numerical results, the ther-
mal history of the material and the melt pool dimensions have been
extracted for each sample. These results have been collected at the center
of the domain to have stable conditions. The holding time of the material
in the liquid state, the cooling rate, and the solidification rates have been
calculated numerically.
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Table 5. Input parameters for the numerical simulation of the EBM
process with the sample designation, the scan speed v, the corrective
parameter 7, and the heat flux.

Sample designation v [mms] n Heat flux [W mm 2|
A 2800 0.41 790

B 2800 0.30 828

C 2200 0.41 790

D 1600 0.41 790

E 1600 0.47 796
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