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ABSTRACT

Tensile creep studies were carried out to evaluate the creep performance of AS800 silicon nitride
samples extracted from the surface and bulk regions of as-processed billets at 1350°C in air. The
objective of this study was to understand the creep properties of the silicon nitride in the as-processed
surface region and determine if they are comparable to those obtained from the bulk region. The
resultsindicated that samples from the as-processed surface region exhibited higher creep rates and
shorter lifetimes as compared with those obtained from the bulk region. The poor creep performance
of material from the as-processed surface region was due to the higher content of glassy phase enriched
with oxygen and sintering additive elements.

I. INTRODUCTION

Silicon nitride ceramics with an in-situ reinforced microstructure consisting of elongated grains
have been the primary candidates for advanced turbines and microturbines applications due to their
excellent thermomechnical properties (e.g., strength, fracture toughness, and fatigue and creep
resistance) [1-4]. Various ceramic components, e.g., turbine blades, nozzles, and turbo compressors,
have been mass produced for actual component application or field tests [5-7]. However, it should be
noted that processing steps in production line and/or chemical compositions employed sometimes need
to be modified to achieve consistent mechanical properties of components with complex shapes.
Therefore, akey issue in the development of ceramic componentsis to evaluate the mechanical
properties of complex shaped components and determine if these are comparable to those obtained
from simple test coupons utilized in the development of ceramic materials.

Theairfoil region in the ceramic componentsis typically often subjected to high temperature and
high stress during operation. Therefore, the lifetime of the components would be governed by the
long-term mechanical reliability and chemical stability of airfoil section under the application
environments. A test methodology has been devel oped to extract samples (e.g., small dog-bone type
creep specimens and biaxial disks) from complex shaped airfoils[8,9]. The mechanical properties, as
well as the microstructure, of airfoils before and after engine field tests can then be evaluated and
compared. The alternative to the evaluation of complex shaped airfoilsisto fabricate smulated airfoil
plates with final thickness similar to that of the airfoils or machine creep samples from the as-
processed surface regions. These aternatives could provide indirect approaches to evaluate the
properties of complex shaped components, which are not always readily accessible otherwise. They
aso offer auseful means to assess whether the processes and/or chemical compositions employed in
component production line achieve mechanical properties consistent with those developmental
materials. The present study was carried out to determine the creep properties for samples machined
from as-processed surface region and bulk region of acommercially available AS800 silicon nitride.



The creep results will be compared and discussed based on the analyses of microstructure and
chemistry for the elongated silicon nitride grains and secondary phase(s), respectively.

II. EXPERIMENTAL PROCEDURES

The commercially available AS800 silicon nitride ceramic billets evaluated in the present study
was fabricated viaa slip-cast plus gas pressure sintering (GPS) processes with rare earth oxides
sintering additives. In general, the as-sintered billets exhibited of a yellowish surface layer with a
typical thickness of 2-3 mm and agray interior region (Fig. 1). The yellowish appearance was a so
observed in all as-processed AS800 silicon nitride components (i.e., turbine blades and vanes) that
were designed and fabricated for advanced turbines.

The dog-bone type tensile creep specimens, similar to NIST SR50 [10], were machined from both
the as-processed surface layer and bulk region (Fig. 1). The location of each tensile specimen in the
billets was also carefully tracked to assess the uniformity of the creep properties. Tensile creep tests
were carried out in a high temperature creep frame with a pneumatic-type loading system. Thetensile
stress was applied to creep specimens via sintered a-SiC pins and pull rods. The applied stress was
continuously monitored and controlled using a personal computer with a LabView application program
(National Instruments, Austin, TX). The creep displacement was measured by an optical-based laser
extensometer equipped with awater-cooled laser path shield. The resolution of laser extensometer at
test temperatureis = 0.5 nm, which is limited by the data microprocessor. The details of tensile creep
test procedures can be found in Ref. [11].

Analyses of elongated grain microstructure and secondary phase(s) were carried out via X-ray and
scanning electron microscopy on materials from the as-processed surface layer and bulk region. These
analyses aimed to determine whether there were major variationsin size and distribution of elongated
grains and secondary phase(s) prior to the tensile creep testing. SEM analysis of fracture surfaces of
crept samples was also conducted to understand the creep controlling as well as life limiting processes.

1. RESULTSAND DISCUSSION

The X-ray analyses of as-received AS800 silicon nitride indicated the dominant secondary phase
(~10% of total) present was a variant of Y ,,Si;N,O,; commonly designated as the H-Phase. The
dominant crystalline H-phase present was the same in both as-processed surface layer and bulk region.
In addition, a quantitative analysis of twenty SEM micrographs consisting of ~ 800 grainsin total
showed that the amount, spatial distribution, and size distribution of the elongated grainsin the surface
layer region were similar to those observed in the bulk region. For instance, materialsin surface layer
and bulk region all exhibited a fine grained matrix with grain size of ~ 0.5 nm and a population (~15-
20%) of large elongated grains with grain size ~ 1.5-2.0 mm. The aspect ratio of elongated grains
ranged from 5 to 12 in both material regions. Therefore, there are no differencesin secondary phase
and elongated grain microstructure, which can be key factors governing the high-temperature creep
performance. Note that the mechanical testing at room temperature showed that the material from
surface layer region exhibited flexural strength (800 MPa) and Weibull modulus (m=18) similar to
those obtained from the bulk region (760 MPaand m=15) [12].

Figure 2 showed the creep rates versus applied stress results of AS800 silicon nitride samples
machined from as-processed surface layer and bulk region at 1350°C in air. The resultsindicated that,
despite the similarity in secondary phase and elongated grain microstructure, samples machined from
surface layer region exhibited creep rates that were 10-20 times higher than those from the bulk region
(Fig. 2a). Theresults also showed that the material from surface layer region exhibited a much higher
stress exponent (n ~ 16.5) than the value obtained from bulk material (n ~5). Note that the stress
exponent of 5 obtained for the material from the bulk region in the present study is similar to those
reported for silicon nitride materials containing similar sintering additives [13]. The higher n values
obtained for silicon nitride ceramics and ceramics containing liquid phase(s) are generally attributed to



enhanced creep deformation and cavitation [14-16]. In addition, the materials from the surface region
exhibited 10-30 times shorter lifetimes as compared with those from bulk region under the same
applied stress level (Fig. 2b). The observed significant differencesin creep performance between
surface layer and bulk material led one to surmise that there were due to the variationsin
microstructure (e.g., percent of crystalline phase) and chemical composition of secondary phase(s) that
could not be detected by X-ray and SEM analysis. Transmission electron microscopy (TEM) analysis
was, therefore, carried out to gain insight into the key factors that could result in the significantly
different creep performance observed.

Figure 3 compares the TEM results of material from the as-processed surface layer and bulk
region. TEM examinations showed that there was substantial amount (~35-40%) of oxynitride glassin
the form of pockets present both between Si;N, grains and surrounding crystalline H-phase pockets at
the multiple grain junctions of surface layer materials (Fig. 3a). On the other hand, only crystalline H-
phase was observed in the multiple grain junctions of bulk material (Fig. 3b). Note that thereis till a
thin oxynitride glassy film (~1-2nm) present along the two-grain boundaries in both surface layer and
bulk material region. The chemical analysisindicated that the oxynitride glassy phase in the surface
layer region exhibited a much higher oxygen content plus sintering additives as compared to the
contents of crystalline H-phase pocketsin either surface layer or bulk region. The presence of the high
amount of oxynitride glassy pocketsin the surface layer region was presumably due to the incomplete
crystallization of secondary phase upon the completion of the sintering cycle. Anincrease in oxygen
content is known to significantly decrease the softening temperature and, also, viscosity of oxynitride
glasses due to the more formation of lessrigid and crosslinking glass network [17,18]. Thiswas
consistent with the observed fracture surfaces of samples from surface layer region, which was covered
by aglassy film associated with gas voids (Figure 43). The glassy surface feature wasin sharp contrast
with those observed on the fracture surface of samples from the bulk region test under the same test
conditions (Fig. 4b). The feature of glassy fracture surface suggested that the oxynitride glassy pockets
in as-processed surface layer region probably changed into aliquid-like state at test temperature,
permitting creep deformation processes readily to proceed. Furthermore, the inward diffusion of
oxygen and consequent oxidation of secondary amorphous phase, as evident of gas voids, would
further alter and decrease the viscosity of the glass, thus accelerating the creep process.

Creep deformation in silicon nitride ceramics has been generally attributed to the diffusional
mechanisms of solution/precipitation, viscous flow, and grain boundary dliding [19-21]. Sincethe
microstructure of elongated grain content and size distribution was similar, therefore, one could
conclude that the observed higher creep rates plus shorter lifetimes of specimens machined from the
as-processed surface layer region is due to presence of a high content of oxynitride glass. The
softening of the oxynitride glassy phase at the test temperature would alow the solution and
precipitation and/or grain boundary sliding processes to occur readily, resulting in higher creep rates
and shorter lifetimes. Also, the incorporation of additional oxygen into the glassy phase pockets
during creep testing could greatly promote the creep processes due to the further decrease in viscosity,
enhancing creep deformation rates as indicated in previous studies [22,23]. The present study clearly
demonstrated that the material machined form the same billets may not necessarily exhibit similar
creep properties due to the difference in microstructure and chemistry of secondary phase(s).
Therefore, a modification on the sintering environment and/or sintering steps is needed to achieve a
complete crystallization of secondary phasein surface layer material and, thus, consistent mechanical
performance and reliability. It isalso critical that a ceramic components database needs to be
developed, in addition to the database of developmental materials, to ensure an accurate lifetime
prediction results and for structural design capabilities.



V. SUMMARY

Tensile creep studies on materials machined from as-processed surface layer and bulk region were
carried out at 1350°Cinair. Analysisof X-ray and SEM showed that materials from surface layer
region exhibited similar elongated grain microstructure and crystalline H-phase to the materialsin the
bulk region. Tensile creep results showed that samples from the as-processed surface region exhibited
higher creep rates and, thus, shorter lifetimes than the samples obtained from the bulk region. The
poor creep performance of material from the as-processed surface region was due to the higher amount
of glassy phase enriched with oxygen and sintering additive elements, asidentified by TEM analysis.
The presence of oxygen-enriched glassy phase, which softens at the test temperature, accelerated the
creep deformation processes of solution/precipitation, viscous flow, and grain boundary dliding,
resulting in poor high-temperature mechanical performance.
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Figure 1. Photograph showing the cross section of as-sintered AS800 silicon nitride and dog
bone type creep specimens machined from surface layer (1) and bulk region (2).
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Figure 2. Plots showing (a) creep rate versus tensile stress results and (b) tensile stress versus
lifetime results of AS800 silicon nitride material from surface layer and bulk region.



Figure 3. TEM micrographs of AS800 silicon nitride material from (a) surface layer and (b)
bulk region. Notethat the“g” and “c” denote the glassy and crystalline pockets, respectively.



Figure 4. SEM micrographs of fracture surfaces of crept sample from (@) surface layer and (b)
bulk region. Note that the arrows indicate the presence of gas voids due to oxidation of oxynitride

glassy phase.



