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Abstract

To ensure consistent quality of additively manufactured parts, it is advantageous to identify
alloys which can meet performance criteria while being robust to process variations. Toward such
an end, this work studied the effect of steel alloy composition on the process robustness of as-built
hardness in laser-directed energy deposition (L-DED). In-situ blending of ultra-high-strength low-
alloy steel (UHSLA) and pure iron powders produced 10 alloys containing 10-100% UHSLA by
mass. Thin-wall samples were deposited, and the hardness sensitivity of each alloy was evaluated
with respect to laser power and interlayer delay time. The sensitivity peaked at 40-50% UHSLA,
corresponding to phase fluctuations between lath martensite and upper bainite depending on the
cooling rate. Lower (10-20%) or higher (70-100%) alloy contents transformed primarily to ferrite
or martensite, respectively, with auto-tempering of martensite at lower cooling rates. By avoiding
martensite/bainite fluctuations, the robustness was improved.

Keywords: Laser-directed energy deposition, alloy design, robustness, sensitivity analysis, high-
strength low-alloy steel, in-situ alloying, powder blend

Introduction

Additive manufacturing (AM), commonly known as 3D printing, has received growing
attention for its ability to rapidly fabricate complex-shaped parts. In AM, components are built in
a layer-by-layer fashion directly from a computer-generated 3D model. Among the AM processes
available for metals, two of the most common are laser-powder bed fusion (L-PBF), also known as
selective laser melting (SLM), and laser-directed energy deposition (L-DED). In L-PBF, each layer
of the part is defined by selectively melting a region within a thin layer of metal powder spread onto
a base plate [1]. In L-DED, a laser generates a melt pool on the surface of a substrate, and a metal
feedstock in wire or powder form is injected through a nozzle into the melt pool. Individual tracks
are deposited adjacent to one another to form a layer, and successive layers are added until the part
is complete [2]. Metal AM is particularly advantageous for low-quantity production of complex
parts, with applications often found in aerospace, biomedical, and energy sectors [3].

Although metal AM offers many advantages, it comes with its own set of challenges. AM
has much in common with multi-pass welding; both processes lead to rapid cooling rates and
complex thermal histories [4, 5]. Some alloys are naturally conducive to AM, while others are
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very challenging to deposit without defects. The term “printability” (similar to weldability) refers
to how readily a material can be printed without defects such as porosity or solidification cracking
[5-7]. In addition to printability concerns, input parameters including laser power, scan speed,
hatch spacing, and powder feed rate, as well as part size and geometry, all work together to influence
the thermal history, which in turn impact the properties of the final build [2, 4, 5, 8, 9]. To ensure
consistent quality, there is a need to identify alloys which are robust to process variations. This is
particularly critical if the alloy is to be used in multiple types of AM processes, as cooling rates
can vary widely from L-PBF (~10*-10° °C/s [10]) to L-DED (~103-10* °C/s [8]) to wire-arc AM
(~100°C/s [11]). A robust system is one whose output is relatively insensitive to changes in “noise”
variables. Robustness is achieved by tuning the set of available control factors such that the noise
factors have minimal impact on the output [12—14]. The optimal system achieves the desired output
while being robust to noise, as depicted by the purple line in Figure 1.

Many studies have used AM with existing alloys such as 316L stainless steel, Ti-6Al-4V,
and Inconel 718 [9]. Relatively fewer efforts have been aimed at designing alloys for AM processes.
Within alloy design for AM, a range of studies have focused on printability [5—7, 15-18] or grain
refinement [19, 20]. In-situ alloying of blended powders [7, 21-23], Integrated Computational
Materials Engineering (ICME), finite element modeling, and machine learning have been used as
tools for alloy design [6, 7, 17, 22]. A few studies have made strides toward applying robustness
concepts to AM alloy design. Haines ef al. (2018) studied the effect of alloy composition on
the columnar-to-equiaxed transition (CET) of Ni-based superalloys, with the goal of promoting
equiaxed grain structures across a wide range of processing conditions [20]. Johnson et al. (2019)
used a model to develop printability maps for two alloys, with the size of the printable processing
window serving as a metric for robustness [16]. Wang ef al. (2020) used an ICME framework to
design an optimized variation of the high-strength low-alloy steel HSLA-115 under compositional
uncertainty [15]. Other authors have applied robust design perspectives to the improvement of AM
processes [12, 24, 25] or conducted sensitivity studies on specific alloys [26-28].

Assessing the above literature, there seems to be a lack of dedicated studies investigating the
process robustness of mechanical properties and microstructural phases over a wide composition
space. Hence, the present work investigates the effect of steel alloy composition on the robustness
of as-built hardness to process variations in powder-based L-DED. The alloying elements were
the control factors, while the processing parameters were treated as “noise” factors. A two-feeder
system was used to blend ultra-high-strength low-alloy steel (UHSLA) and pure iron powders
in-situ, producing 10 compositions containing 10-100% UHSLA in increments of 10% by mass.
Thin-wall samples were deposited, and the hardness sensitivity of each alloy was evaluated with
respect to laser power and interlayer delay time. The artificial interlayer delay mimics the time
taken for the laser to return to a particular point within a larger build. Microstructural phases were
characterized and correlated with the hardness results. Primary goals of this research were 1) to
gain an understanding of key mechanisms underlying robustness differences among steel alloys in
L-DED and 2) to develop and assess a novel approach for incorporating robust design into the rapid
evaluation of alloys for metal AM.
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Quantifying Robustness

Robustness is closely related to variability, as a more robust system will result in less
variability of the output in the presence of noise factors (Figure 1a). Hence, the standard deviation
is one simple metric for evaluating robustness. While the standard deviation quantifies variability,
it does not provide insight into the cause of such variability. To assess an output’s response to
a given set of input factors, a design of experiments (DOE) methodology coupled with multiple
linear regression can be employed, resulting in an input-output relationship as follows [29]:

y = Bo+Bix1 + Baxz + ... + Buxy (D

In Equation 1, y represents the output variable, By represents y-intercept, x-x, represent
each of the n input variables, and B1-8, represent the coefficients corresponding to the input
variables. A given coeflicient §; represents the “slope” of the input-output relationship with respect
to a given input variable x; with all other input variables held constant [29]. As the input variables
x; potentially have different units, the 5; coefficients must be scaled before the relative influences of
the input factors can be compared directly. JMP Pro statistical analysis software (used in this study)
calculates a “scaled coefficient” for each input, which quantifies how much the output changes as
an input traverses half its range [30]. This is illustrated in Figure 1b for a single-input system.
While the scaled coefficient relates to the slope of an input-output relationship, the LogWorth
indicates whether the relationship can be considered statistically significant given the data. The
LogWorth is equal to —log;o(p-value). Higher LogWorth (i.e., lower p-value) indicates higher
statistical significance of the input-output relationship. A LogWorth>1.3, which corresponds to
a p-value<0.05, is required for a given input’s effect to be considered statistically significant to a
significance level « = 0.05 [31, pp. 66-81].
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Figure 1. (a) Robust vs. sensitive outputs, (b) calculation of scaled coefficient.

In this study, then, an improvement in robustness (i.e., reduction in sensitivity) is considered
to correspond to a decrease in the standard deviation and scaled coefficients, where the scaled
coeflicients represent the impacts of laser power and interlayer delay on the Vickers hardness for a
particular alloy. The LogWorth is used to evaluate the statistical significance of the inputs.
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Experimental Procedures

Materials and Equipment

The UHSLA and pure iron powders (gas-atomized) were purchased from Powder Alloy Cor-
poration (PAC) and Atlantic Equipment Engineers (AEE), respectively. The chemical compositions
as reported by the suppliers are provided in Table 1. The as-received UHSLA powder was sieved
to obtain a particle size range of ~75-106 um. The iron powder was sieved to remove particles
below 53 um. Three static light scattering (SLS) measurements were averaged to obtain the particle
size distributions (PSDs) of the powders. Figure 2 provides scanning electron microscope (SEM)
images, optical images, and PSDs of the two powders after sieving. Note the surface oxidation on
the UHSLA powder and the porosity inside both powders. The average D10/D50/D90 after sieving
were 59.0/76.8/103.2 um for UHSLA and 49.3/69.6/100.9 um for the pure iron powder.

Table 1. Chemical composition (wt%) of UHSLA and pure iron powders.

Element Fe Cr Ni Mo Si Mn C v Cu
UHSLA  Balance 2.8 1.1 1 0.9 0.7 0.28 0.12 <0.1
Pure Iron  99.89% min 0.0295 0.008  0.001  0.0001 0.012 0.0075 0.0095
Element O | Al S Ti H N W

UHSLA  0.028 <0.010 <0.009 <0.005 0.004 0.0002

Pure Iron 431 ppm 0.0038 63 ppm 0.042

UHSLA (Sieved) Particle Size Distribution » . Pure Iron (Sieved) Particle Size Distribution

I Frequency (%)
== Cumulative (%)

I Frequency (%)
== Cumulative (%)

Cumulative (%)
(%) fouanbaiy
Cumulative (%)
3
(%) Aouanbaiy

8

6 30

4 20

2 10
b :

0

10 100 100! 10 100 100!
Particle Size (microns) Particle Size (microns)

Figure 2. Images and PSD - (a) sieved UHSLA powder, (b) sieved iron powder.
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The L-DED system is depicted in Figure 3. The system used a TeraDiode DLS-0970-
02000-DBS direct-diode laser (wavelength 978 nm) with 2-kW maximum output power, tilted
15° from vertical. A Nachi MZ07 6-axis robot controlled the movement of the substrate. The
UHSLA and pure iron powders were metered from an electrostatically-cleared wheel feeder and
vibrational feeder, respectively, both manufactured by Powder Motion Labs. The two powder lines
were converged downstream to mix the powders in-situ. The blended stream was then split between
two nozzles until intersecting the laser beam at the melt pool (Figure 3a). A novel rotary setup was
used in which thin-wall samples were deposited around the circumference of a cylindrical substrate
clamped by the robot (Figure 3b/3c). This allowed multiple deposits to fit within a small space,
minimizing the time required for mounting and polishing after deposition. A pyrometer inside the
robot wrist monitored the temperature of the clamped end of the substrate.
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Figure 3. L-DED setup - (a) powder delivery, (b) rotary system photo, (c) rotary system 3D model.

Substrate

Hardness Experiments

Following a Design of Experiments (DOE) methodology, a 2-factor, 2-level experiment
(plus 1 center point) was employed to assess the impact of laser power and interlayer delay time
on the as-built hardness of 10 different alloy compositions. 22+1=5 total combinations of input
factors. Two replicates of the experiment, each with a different randomized run order, were carried
out using a single substrate for each composition. Within a replicate, 5 thin-wall samples were
deposited corresponding to the 5 factor level combinations, with a 2-minute pause between deposits.
Before beginning replicate 2, the substrate was allowed to cool to ~30 °C. Figure 4a illustrates the
deposition strategy for each individual thin wall as viewed from the side. Figure 4b depicts the
radial location of the 10 deposits as viewed from the end. The samples were deposited in a star-like
fashion around the circumference of the substrate, with the numbers 1-5 corresponding to the runs
in Table 2. The samples in replicate 2 were deposited between those of replicate 1. The star-like
pattern was employed in an effort to balance out the heat input around the substrate.

For all deposits, the scan speed was 10 mm/s, and the total powder feed rate was 2.5 g/min.
The individual feed rates of the UHSLA and iron powders determined the composition, which
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ranged from 10-100% UHSLA in increments of 10% by mass. Argon carrier and shield gas were
run at 0.12 L/min through each powder line and 3.0 L/min around each nozzle, respectively. The
substrate material was 1018 low-carbon steel with dimensions 3” long X 0.5” in diameter. The
deposit length was 40 mm, plus a 5-mm distance on either end in which the laser was turned off
while the robot decelerated and accelerated to move to the next layer, ensuring constant velocity
within the deposited area. Note the interlayer delay includes the time required to travel this 5-mm
distance back and forth. 20 layers were deposited with a 0.15-mm Z-increment between each layer,
giving a total deposit height of about 3.0 mm. The wall thickness was ~1.5-2.5 mm depending on
the laser power, with higher laser powers giving wider tracks. A single preheat pass was run at a
laser power of 1050 W. The first 2 layers were deposited with 1050-W laser power and 1-second
interlayer delay to ensure adequate bonding with the substrate. The remaining 18 layers were
deposited using the laser power and interlayer delay dictated by the experimental run in Table 2.

Thin-wall deposit
1 cross-sections

(0.15 mm) x (20 total layers) Not to scale
= 3.0 mm total deposit height

Substrate
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Figure 4. Thin-wall deposition strategy - (a) side view, (b) end view depicting deposit order.

Table 2. Thin-wall rotary deposition DOE (randomized).

Replicate 1 2

Run 1 2 3 4 5 1 2 3 4 5
Laser Power (W) 650 1050 850 1050 650|650 1050 650 850 1050
Interlayer Delay (s) | 11 1 6 11 1 1 11 11 6 1

The completed experiments resulted in 10 substrates corresponding to the 10 compositions,
each containing 10 deposits corresponding to the 10 experimental runs (5 runs each replicate).
Figure 5a shows an example of a completed sample after being sectioned for hardness and mi-
crostructure analysis, with the analyzed surface located at about the middle of the deposit length.
The cut-out sections were hot-mounted and polished to a 0.25-pum finish. A METPREP 3 PH-3
machine and consumables by Allied High Tech Products were used for grinding and polishing.
The grinding sequence (grit size) was 120-240-320-400-600-800-1200 using SiC sandpaper. The
polishing sequence (microns) was 6-3-1-0.5-0.25 using a glycol-based diamond suspension for the
first 3 steps and a diamond paste with BlueLube polishing lubricant for the last 2 steps.
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Figure 5. (a) Example of substrate containing 10 thin-wall deposits, (b) example of polished
cross-section, (c) sticker added to mark substrate edge, (d) hardness indentation layout, (e) extra
indentations in case of suspected outlier.

One of the polished cross-sections is shown in Figure 5b. A sticker was applied to the center
of each sample to mark the edge of the substrate (Figure 5c). 5 Vickers hardness indentations were
made along the build direction of each thin-wall cross-section, beginning near the substrate and
moving outward as shown in Figure 5d. A 0.5-mm spacing was targeted between the substrate and
the first indentation to avoid hitting the 2 initial layers which had been deposited using a higher
laser power. Due to slight errors in the placement of the stickers, there was a degree of error in
locating the first indentation. The remaining indentations were spaced 0.5 mm apart, maintaining
the required spacing of at least 2.5 times the diagonal length of each indentation as per ASTM
standard E92-17 [32]. Although some deposits were tall enough to permit a 6th indentation, this
point was discarded to maintain a consistent number of data points analyzed for each deposit.

One of the deposits — 10% UHSLA, replicate 1, run 2 — contained an unusually large pore
allowing space for only 3 indentations. Aside from this sample, all deposits contained 5 indentations
which were used in the subsequent analyses. 5 indentations X 10 deposits per composition X 10
compositions = ~500 total indentations. Note that out of this total, 5 indentations were too close
to the sample’s outer edge to meet ASTM E92-17 [32]. Nevertheless, these measurements were
included in the dataset, as they did not significantly deviate from the other measurements. In a few
cases, the hardness measured at a particular point (designated Point X in Figure Se) was unusually
low compared to the 4 neighboring measurements or had a deformed shape, possibly indicating the
indenter had hit a pore, compositional inhomogeneity, or other defect. In such cases, two additional
measurements on either side of Point X were averaged and used instead of Point X.
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Multiple linear regression (standard least squares) was performed on the hardness data from
each composition using JMP Pro statistical analysis software to assess the hardness response to
the input factors. After hardness measurement, each sample was etched by dipping in a 2% Nital
solution for 10-15 seconds. Microstructures were viewed under an optical microscope (OM) and
scanning electron microscope (SEM), specifically an Axia ChemiSEM by ThermoFisher Scientific.

To check whether the in-situ powder mixing strategy had achieved the target compositions,
energy dispersive spectroscopy (EDS) via the Axia ChemiSEM was used to estimate the average
alloying element content (wt%) in each sample. Note that EDS readings are typically not very
accurate for very low alloy contents such as those in low-alloy steels. The purpose of these
measurements was not to obtain an accurate absolute reading, but rather to check the trend in the
element contents as more iron powder was added to the mixture. An EDS line scan consisting
of 3 points was conducted for each deposit, with each point located near one of the hardness
indentations as indicated by the blue “+” signs in Figure 5d. 3 points per deposit X 10 deposits
per composition = 30 total EDS readings per composition. The 7 elements Fe, C, Si, Cr, Mn, Ni,
and Mo were included in the analysis, corresponding to the primary elements in the UHSLA steel.
The collection time was 60 seconds per point using an acceleration voltage of 15 kV and spot size
7.0-9.0, achieving an average count rate well above 100,000 counts/second for most points.

Results & Discussion

EDS Analysis

The EDS analysis results are plotted in Figure 6. The graphs show the measured weight
percentages of Cr, Ni, Si, Mo, and Mn. The solid lines represent the average EDS readings, with
error bars representing the standard deviation in the 30 measurements for each composition. The
dotted lines represent the target composition. Since the purpose of the EDS measurements was to
assess the trends in the element contents, the “target” element content for a particular alloy was
set relative to the content measured via EDS for 100% UHSLA. For example, if the average Cr
content for 100% UHSLA was measured to be 3.0 wt%, the target Cr content for 70% UHSLA was
calculated as (70/100) x 3.0 wt% = 2.1 wt%.

Overall, the observed trends suggest the in-situ mixing strategy was effective in achieving
approximately the target compositions. As evident in Figure 6, the measured element contents
generally fall relatively close to the target, following a linear trend with respect to the %UHSLA in
the mixture. In particular, the measured Cr content tracks very well with the target, and the trends
for Ni and Si show good linearity. The measured Mo and Mn contents exhibit more variability,
possibly because the quantities of these elements are especially low, leading to more difficulty in
obtaining an accurate reading. The EDS reading of the carbon content (not shown) was much too
high at ~4.25-5.50 wt%, possibly due to organic contamination on the sample.

Temperature History

Figure 7 plots the temperature history recorded by the pyrometer at the clamped end of
the substrate during deposition of all 10 thin walls for 100% UHSLA. The substrate temperature
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Figure 6. EDS measurements of alloying element content - (a) Cr, Ni, Si, (b) Mo, Mn.

histories for all compositions were similar. The 2 major peaks in temperature correspond to the
two replicates, as the substrate was allowed to cool to ~30 °C before beginning replicate 2. Within
each replicate, the substrate temperature naturally rose as each sample was deposited. The 5
minor peaks within each of the 2 major peaks correspond to the 5 deposits within each replicate.
While the maximum temperature measured at the clamped end was only 150-160 °C, the substrate
temperature very near to the deposit was likely much higher.

End-of-Substrate Temperature vs. Time (100% UHSLA)
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Figure 7. Temperature history at end of substrate (100% UHSLA).
A couple aspects of the temperature history are worth noting. First, deposits added later

within a replicate had a higher starting substrate temperature. A higher preheat temperature leads
to a lower thermal gradient between the substrate and the deposit, possibly decreasing the hardness
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through reducing the cooling rate [33]. Second, previously-deposited thin walls could potentially
have undergone tempering due to reheating as subsequent deposits were added nearby. Thus, in
addition to the two input factors controlled in the experiment, it is possible that the run order had a
degree of influence on the hardness due to depositing many samples on a single substrate.

Hardness Sensitivity

Figure 8 gives the mean Vickers hardness, standard deviation, and coefficient of variation
(CV) for each composition, with both replicates included in the calculations. The CV is equal
to the standard deviation divided by the mean (here expressed as a percentage), representing the
variability in a dataset relative to its magnitude. Recall ~50 hardness measurements were taken for
each composition. Table 3 summarizes the results. Conversions from average Vickers hardness
(HV) to Rockwell C hardness (HRC) were done using equation Al.1.1 from ASTM standard
E140-12B(2019) [34]. Note this conversion is only valid for >20 HRC.

As expected, the mean hardness increases with increasing %UHSLA (Figure 8a) due to
the higher percentage of carbon and other alloying elements [35]. The standard deviation in the
hardness data follows an interesting trend (bar chart in Figure 8b). Beginning at 10% UHSLA,
the standard deviation increases until reaching a maximum at 40% UHSLA. Beyond this point,
the standard deviation generally decreases as more UHSLA is added, with the notable exception
of a substantial peak at 100% UHSLA and a smaller peak at 80% UHSLA. The CV exhibits a
similar pattern as the standard deviation, peaking at 40% UHSLA and then dropping off as more
UHSLA is added (purple line graph in Figure 8b). Because the CV is the standard deviation
divided by the mean, the drop in the CV for UHSLA contents below 40% is less pronounced than
the corresponding drop in the standard deviation, as the mean hardness decreases significantly as
more iron is added. The behavior of the standard deviation seems to suggest an increased sensitivity
to processing parameters at 40-50% UHSLA.
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Figure 8. (a) Mean Vickers hardness, (b) standard deviation and coefficient of variation.
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Table 3. Summary of hardness results (both replicates together).

% UHSLA 10 20 30 40 50 60 70 80 90 100
Mean Hardness (HV) 127.7 1682 229.0 272.5 332.1 3755 417.8 440.6 469.7 487.7
Std. Dev. Hardness (HV) 113 16.0 251 342 328 27.6 222 242 178 278
CYV Hardness (%) 8.9 9.5 11.0 125 9.9 7.4 53 5.5 3.8 5.7
Mean Hardness (HRC)" - - - 26 34 38 42 44 47 48

* Conversion to HRC only valid for >20 HRC [34].

To assess the impact of laser power and interlayer delay time on the as-deposited Vickers
hardness of each composition, the LogWorth and scaled coefficients resulting from the multiple
linear regression analyses are plotted in Figures 9 and 10, respectively. Higher LogWorth (lower
p-value) only implies stronger evidence that a correlation does exist; it does not measure the size
of the response [36]. The scaled coeflicient indicates the size (i.e., slope) of the response [30]. The
plots are grouped according to which replicates were included in the regression model. Plots under
the heading “Replicate 1&2” were generating using all the data from both replicates in the model,
whereas “Replicate 17 and “Replicate 2” plots were generated for each replicate separately. Table
4 summarizes the results with all data included.

In Figure 9, the dashed line marks the LogWorth threshold of 1.3, where LogWorth>1.3
(p-value<0.05) is required for a statistical significance level o« = 0.05 [31]. From 30-60% UHSLA,
the LogWorth of both input factors is consistently above the threshold. IL.e., there is strong evidence
to suggest that laser power and interlayer delay influenced the as-built hardness of these alloys.
For compositions above and below, the LogWorth sometimes falls below the significance threshold
depending on which replicates are included in the linear regression model. I.e., the evidence that the
studied inputs caused the hardness variations in these alloys is generally not as strong. Interestingly,
replicate 1 shows higher statistical significance for interlayer delay (blue line) compared to laser
power (red line) for all compositions, while replicate 2 shows the opposite.

Factor LogWorth vs. %UHSLA
Replicate
182 1 2

=== ogWorth (Interlayer Delay (s))
=== LogWorth (Laser Power (W))

LogWorth

Threshold (1.3)

0
10 20 30 40 50 60 70 80 90 100 10 20 30 40 50 60 70 80 90 100 10 20 30 40 50 60 70 80 90 100
%UHSLA

Figure 9. LogWorth of interlayer delay and laser power; grouped by included replicate(s).
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The scaled coefficients are generally positive for interlayer delay and negative for laser
power (Figure 10). lL.e., increasing interlayer delay and decreasing laser power led to an increase in
hardness. This can be explained based on cooling rates. With a longer time delay between layers,
each layer has more time to cool before the next layer is added. This increases the temperature
gradient during cooling of each layer, which in turn increases the cooling rate [2]. Similarly, at a
constant scan speed, a lower laser power leads to an increase in the cooling rate [8]. In general,
higher cooling rates lead to finer grains [8, 19] and a higher likelihood that the microstructure will
transform to martensite [35]. Both of these factors lead to increased resistance to deformation, i.e.,
an increase in strength and hardness [35]. Note replicate 1 shows hardness correlating positively
with laser power for 80-100% UHSLA, which is opposite the normal trend. Importantly, however,
the LogWorth of this response is well below the significance threshold of 1.3, so no firm conclusions
can be drawn from this behavior.

Scaled Coefficients vs. %UHSLA
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Figure 10. Scaled coefficients of interlayer delay and laser power; grouped by included replicate(s).

The magnitudes of the scaled coeflicients, representing the size of the hardness response
to the input factors, follow a similar pattern as the standard deviations from Figure 8. Referring
to Figure 10 with both replicates in the model (left plot), the impacts of laser power and interlayer
delay peak at 40-50% UHSLA, decreasing at UHSLA contents above and below. The plots for
each individual replicate show similar trends. Replicate 1 shows additional peaks in the response to
interlayer delay at 80% and 100% UHSLA (relative to the neighboring compositions), which likely
contributed to the corresponding local peaks in the standard deviation. These peaks are smaller
than those of 40-50% UHSLA. Replicate 2 shows a clearer drop in the response to interlayer delay
as the UHSLA content increases above 60%. Replicate 1 generally shows a stronger response to
interlayer delay, whereas replicate 2 shows a stronger response to laser power.
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Table 4. LogWorth (LW) and scaled coefficients (SC) with both replicates included in the model.

% UHSLA 10 20 30 40 50 60 70 80 90 100
Interlayer Delay LW 192 4.68 4.36 5.57 7.85 582 175 192 198 2.76
Laser Power LW 051 224 525 543 6.94 502 175 061 0.74 025
Interlayer Delay SC 456 9.49 1296 19.87 2158 1502 7.87 940 7.02 13.37
Laser Power SC -1.78 -5.81 -14.73 -19.54 -19.70 -16.65 -7.87 -4.22 -358 -2.31

The standard deviations correlate fairly well with the scaled coefficients, which seems to
indicate that the linear regression models were decently effective in explaining the observed hardness
variations. Cases in which the LogWorth fell below the significance threshold may indicate other
sources of variation which the models did not account for. It is not entirely clear what caused the
few discrepancies between the two replicates, although such discrepancies are not surprising due
to the complexity of the L-DED process. There were undoubtedly additional noise factors at play,
such as particle size variations, imperfections in the in-situ mixing process, and potential reheating
of previous deposits, to name a few. As mentioned in the Temperature History section, it is possible
that the experimental run order had a degree of influence on the hardness since multiple samples
were deposited on a single substrate for each composition. The deposition of replicate 2 samples
might have caused tempering in some of the adjacent replicate 1 samples, possibly contributing
additional sensitivities to replicate 1.

Microstructure Analysis

The microstructural phases play a critical role in interpreting the observed sensitivities.
Figures 11 and 12 provide optical micrographs for compositions containing 10-50% and 60-100%
UHSLA, respectively. Each column corresponds to a different composition. The top row (blue)
corresponds to a laser power of 650 W and interlayer delay of 11 seconds, while bottom row
(orange) corresponds to a laser power of 1050 W and interlayer delay of 1 second. As previously
mentioned, lower laser powers and longer interlayer delays tend to lead to higher cooling rates
[2, 8]. Hence, the top and bottom rows presumably represent the highest and lowest cooling rates,
respectively, among the studied factor levels. Note all the images in Figures 11-13 were taken from
replicate 2 at locations near the 5th hardness indentation, i.e., roughly 2.5 mm above the substrate
surface (refer to Figure 5d). Images from replicate 1 were generally in good agreement with those
from replicate 2. Within each deposit, layers near the top exhibited larger prior-austenite grains
due to the lower cooling rates farther from the substrate [8]. The microstructural phases stood out
more clearly in these regions, hence the reason for using images near the top of the deposits.

Referring to Figure 11, the compositions containing 10% and 20% UHSLA exhibit a
ferrite structure. At lower cooling rates (bottom images), some acicular ferrite can be observed,
particularly for 20% UHSLA as evidenced by the needle-like Fe3;C carbides (dark color) present in
the microstructure. The compositions containing 30-50% UHSLA exhibit an interesting contrast
between their microstructures at higher vs. lower cooling rates. Samples undergoing higher cooling
rates consist of primarily lath martensite, while those undergoing lower cooling rates consist of
primarily upper bainite as evidenced by the Fe3C carbides (dark color) precipitated between the
ferrite laths (light color) and by the feathery appearance [37]. Referring to Figure 12, 60% UHSLA

506



- %UHSLA
1L 4

650 W, 11's

Laser Power (W), Interlayer Delay (s)

1050 W, 1s

Figure 11. Optical micrographs - 10%-50% UHSLA.

exhibits a similar contrast in which the higher cooling rate appears to produce lath martensite, while
the lower cooling rate appears to produce a mixed microstructure of bainite and martensite. Such
fluctuations between lath martensite and upper bainite may explain the high hardness sensitivity in
alloys containing 30-60% UHSLA, peaking at 40-50% UHSLA.

Referring to Figure 12, a significant change in the behavior can be seen once the composition
reaches 70% UHSLA and above, in that the alloys containing 70-100% UHSLA exhibit lath
martensite structures at both higher and lower cooling rates. The microstructures at faster cooling
rates are more refined, with smaller prior-austenite grains and finer martensite laths. Note the
dendritic solidification structures oriented along the build direction, evident in some of the images
at lower cooling rates. Despite the differences, a martensitic structure appears to dominate in each
case, which may explain the generally lower hardness sensitivity of these alloys.

Figure 13 provides SEM images of 70-100% UHSLA at 5000X magnification. A key
feature which can be seen in the images for 80-100% UHSLA is the presence of auto-tempered
martensite bands at lower cooling rates. Auto-tempering is known to occur in steels having
relatively high martensite start (Ms) temperatures, typically low-alloy/low-carbon steels. In such
steels, the first-formed martensite can be tempered during initial cooling under if the cooling rate
is sufficiently low [38]. The auto-tempered regions appear as dark packets containing small, white
carbide precipitates (circled in Figure 13), while the untempered martensite laths appear smoother.
Notably, the samples deposited with faster cooling rates show little auto-tempering compared to
those with lower cooling rates. Such differences may be a source of hardness sensitivity.
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Figure 12. Optical micrographs - 60%-100% UHSLA.
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Figure 13. SEM micrographs - 70%-100% UHSLA (circles highlight auto-tempered martensite).
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Discussion

As expected, the mean hardness increased fairly linearly with increasing UHSLA content,
beginning at ~128 HV for 10% UHSLA and increasing to ~488 HV for 100% UHSLA. The standard
deviations in the hardness readings were relatively high for alloys containing 30-60% UHSLA,
peaking at 40-50% UHSLA. This behavior accompanied phase fluctuations between lath martensite
and upper bainite depending on the cooling rate resulting from a set of processing parameters.
Lower alloy contents (10-20%) transformed primarily to ferrite, while higher contents (70-100%)
transformed to lath martensite, with bands of auto-tempered martensite prevalent at lower cooling
rates. These alloys generally exhibited lower hardness variability than those fluctuating between
martensite and bainite. To compare, the standard deviations for 10/40/50/70/90% UHSLA were
11/34/33/22/18 HV, respectively. With the possible exception of 100% UHSLA, which exhibited
a relatively high standard deviation of 28 HYV, the results seem to indicate that martensite/bainite
fluctuations are most detrimental to the robustness of as-built hardness, while the impacts of
auto-tempering, grain sizes, and other factors are not as severe.

The trend in the standard deviation corresponded relatively closely to the trends in the
scaled coeflicients for laser power and interlayer delay time, indicating the standard deviation was
a decent indicator of the hardness response to the input factors. In replicate 1 of the experiment,
additional peaks in the sensitivity to interlayer delay time were observed at 80% and 100% UHSLA
(relative to neighboring compositions). This led to corresponding peaks in the standard deviation at
these compositions, although these peaks were smaller than those at 40-50% UHSLA. It is possible
that a degree of tempering occurred in some samples from replicate 1 as samples of replicate 2
were deposited nearby, which might have contributed to the hardness variations in replicate 1.
The LogWorth plots indicated strong statistical evidence (p-value<0.05) that both laser power and
interlayer delay time had an influence on the hardness in alloys containing 30-60% UHSLA. For
compositions above and below, the LogWorth sometimes fell below the significance threshold
depending on which replicates were included in the linear regression model, possibly indicating
other sources of hardness variation which the models did not account for.

To identify an optimal alloy, robustness considerations must be balanced with the desired
mechanical performance and other factors such a printability. The alloy containing 10% UHSLA
exhibited good robustness due to consistently obtaining ferrite, and its very low carbon content
lends to good printability. Its very low hardness, however, renders it useless for high-hardness,
high-strength applications. The alloys containing 30-60% UHSLA suffered from martensite/bainite
fluctuations, leading to low robustness. At 100% UHSLA, the hardness was very high, which may
indicate excellent high-strength performance. Its higher carbon content, however, may increase its
susceptibility to solidification cracking. Additionally, 100% UHSLA was found to exhibit relatively
high hardness sensitivity in experimental replicate 1. At 70% UHSLA, the alloy content was just
high enough to ensure transformation to martensite, rendering high hardness (418 HV/42 HRC)
and good robustness while avoiding increased hot cracking susceptibility at higher carbon contents.
Assuming optimization criteria balancing good robustness, good printability, and high hardness,
the alloy containing 70% UHSLA seems to exhibit a favorable combination of properties.
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Conclusions

This work investigated the effect of steel alloy composition on the robustness of as-built
hardness to process variations in L-DED. In-situ blending of UHSLA steel and pure iron powders
produced 10 studied mixtures ranging from 10% to 100% UHSLA by mass. Vickers hardness sen-
sitivities to laser power and interlayer delay time were analyzed through multiple linear regression.
Observed microstructures were correlated with the results. Key conclusions are elaborated below.

1. The hardness sensitivity peaked at 40-50% UHSLA, corresponding to phase fluctuations
between lath martensite and upper bainite depending on the cooling rate. Lower alloy contents
(10-20%) transformed primarily to ferrite, while higher contents (70-100%) obtained lath
martensite, with bands of auto-tempered martensite at lower cooling rates; these alloys
generally exhibited improved robustness by avoiding martensite/bainite fluctuations.

2. 70% UHSLA may be a favorable balance at which the alloy content is just high enough to
ensure transformation to martensite, rendering high hardness (418 HV/42 HRC) and good
robustness while avoiding increased hot cracking susceptibility at higher carbon contents.

3. EDS analyses indicated the in-situ mixing strategy was effective in producing approximately
the target compositions. The novel rotary deposition scheme enabled rapid collection of a
large amount of hardness data. A possible downside to this setup is that it allowed for the
potential tempering of previous samples as new samples were deposited nearby. This might
be considered a benefit, however, as it allows additional noise factors to be investigated.

Sensitivity analyses of tensile properties and impact toughness would be a valuable addition
to the hardness sensitivities presented in this paper. The in-situ mixing strategy could be expanded to
allow each element’s fraction to be tuned individually. A thorough investigation into the individual
effects of auto-tempering, cyclic tempering, and grain sizes would provide a more comprehensive
explanation of the observed sensitivities. In-situ monitoring of cooling rates would allow for a
more direct evaluation of the factors influencing the microstructures.

In summary, this work demonstrated the efficacy of a methodology integrating in-situ
powder mixing with a novel rotary deposition setup, statistical analyses, and microstructure analyses
to investigate process robustness over a composition space in L-DED.
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