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This work is a continuation of a series of works on the study of regularities and structural mechanisms of changes in characteristics of
crystallographic texture during cold deformation of plates made of Zr2.5%Nb alloy. Effects of influence of surface cleanliness of the
plates on the textural regularities during their rolling were investigated. For this, longitudinal fragments of the tube £J15.0x1.5 mm? were
used, flattened, annealed at 580°C in a vacuum of 1.5..3.0 Pa and rolled along the axis of the original tube with various degrees
deformation up to 56%, which is likened to longitudinal rolling of plates. Techniques of maximally uniform straightening of tube
fragments were used. An analysis of the results of studies of textural changes during cross rolling of plates, straightened from rings of the
same tube and pretreated under similar conditions, is also carried out. To analyze the results, the method of inverse pole figures was used,
which, in these studies, is distinguished by the possibility of achieving satisfactory accuracy in calculating the integral characteristics of
texture. On this basis, the Kearns textural coefficient was calculated along the normal to the plates’ plane. Corrections were introduced
for texture dissimilarity along the thickness of the plates, which is caused by the unbending of the preliminary blanks. Additionally, the
analysis of texture distributions was carried out using original techniques. According to the results obtained — as a result of X-ray
measuring from the plates’ surface — oscillations of the course of changes in the texture coefficient were revealed. This is associated with
an alternating process of relaxation of residual stresses during deformation. It has been established that this effect is initiated from the
near-surface regions, is associated with a near-surface impurity, and in some cases can penetrate to a considerable depth of the plates.
The twinning nature of such regularities is confirmed and active systems of twins are noted.
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This work is a supplement to the cycle of X-ray studies of regularities of changes in the crystallographic texture
during cold deformation of zirconium and its alloys [1-3]. A feature of such works is the implementation of X-ray
studies of rolling textures from their moderate level and the use of the method of inverse pole figures (IPFs) with an
increased accuracy of determining the quantitative texture characteristics.

In the course of the research, a task was formed to study an effect of stress relaxation in Zr-2.5%Nb alloy,
expressed in the instability of the process of texture changes after deformation, as well as to analyze conditions for
manifestation of this effect. Preliminary studies have established that this effect is initiated on the surface of deformed
plates [4]. Comparison of the results of works [2-4] gives reason to assume that this is due to surface impurities. Such a
circumstance can occur under usual conditions of materials machining.

In view of this, this work is aimed at continuing the study of stress relaxation effects associated with the state of
surface of hcp metals of the titanium subgroup. It is focused on the X-ray study of structural mechanisms of deformation,
directly related to stress relaxation, and also on conditions of its manifestation. The results obtained can contribute to study
of laws of plastic deformation of hep metals used in nuclear, aircraft, aecrospace engineering and medicine.

The main subject of the research is the Kearns texture parameter (TP) [1,2,5]. Many characteristics of zirconium
alloys and other metals with hcp lattice are associated with it. According to changes in this parameter with the degree of
deformation by rolling of alloys and using other methods, the analysis of textural dynamics — redistribution of the
crystallographic axes "c¢" of the material and characteristic features of such changes — is provided.

EXPERIMENTAL

For the research, the material of &J15.0x1.5 mm? tube of Zr-2.5%Nb alloy was used. The measurements of texture
characteristics were performed on the DRON4-07 X-ray diffractometer in CuKa radiation with the Bragg-Brentano
scheme.

According to preliminary studies, the texture of the tube turned out to be similar to the usual rolling texture of
plates which rolling direction coincides with the tube axis [2]. A distinctive feature was its fan-like shape — the
moderate character of its distribution along cross section of the tube.

Sample blanks were cut from the tube in the form of longitudinal fragments. Further, they were straightened to flat
shape. To straighten them as uniformly as possible, they were deformed using tubes of different diameters.

After that, the obtained plates were annealed at 580 °C for 24 hours in a vacuum of 1.5...3.0-1073 Pa. Further, the
plates were deformed by cold rolling within 6 ... 55% along their length. The degree of deformation from sample to
©D. G. Malykhin, K. V. Kovtun, T. S. Yurkova, V. M. Grytsyna, G. P. Kovtun, I. G. Tantsura, V. D. Virych, Y. V. Gorbenko,

V. M. Voyevodin, 2021



https://orcid.org/0000-0003-0259-0211
https://orcid.org/0000-0002-0524-5053
https://orcid.org/0000-0003-1264-640X
https://orcid.org/0000-0003-4341-007X
https://orcid.org/0000-0003-4242-7697
https://orcid.org/0000-0003-2290-5313
https://doi.org/10.26565/2312-4334-2021-1-07

51
Surface Purity Effect on Irregularities of Changes in Deformation Texture... EEJP. 1 (2021)

sample was achieved in one act. Up to 40% of the total deformation, this was carried out with a step of 6...10%.
Technological breaks were made between the acts of rolling from ten to forty minutes for size measurements. As a
result, a series of 6 samples was obtained. In view of the texture feature of the original tube, the deformation of the
plates was considered as longitudinal rolling.

The investigated surfaces of the plates were etched by 10...15 um in a reagent with a volumetric combination of
water, nitric and hydrofluoric acid in a ratio of 9:5:1.5.

We also present and analyze the results of studies of plates straightened from rings of the same tube, with similar
preparation conditions, including the degree of rolling with other details, and subsequent etching [4]. In view of the
texture feature of the original tube, deformation for this series of samples was considered as cross rolling.

Texture of the plates was investigated by the method of inverse pole figures (IPFs) [6]. The essence of the method
is to analyze quantitative proportions in (4kil) crystallographic orientations of hcp lattice of the material along selected
direction of sample. In this case, this is the direction of the normal to its surface. An analogue of this distribution is the
density of poles (Puui), which was determined from the intensities of the recorded X-ray reflections (%kil) with certain
normalization: it should give the value of unity for all (kkil) in case of a textureless material.

The texture parameter (TP) is calculated using the obtained set {P;} [7]:

fj=<cos2 ai>j=Zl_:Ainj cos’ @, » (1)

where o; is the angle between the base normal of reflecting grains — this is "c" axis of hcp cell — and the measurement
direction (j), normal to the plate plane (NN); 4; is statistical weight of i-th reflection — solid-angular size of the
neighborhood related to i-th crystallographic orientation of grains [7].

In order to take into account the texture differences between the sides of the plates — the outer and inner surfaces
of the original tube — the measurements were made from both sides. In this regard, the appropriate designations were
adopted: "front" and "back" side of the plates.

As a result of repeated measurements of cross-rolled plates, satisfactory texture homogeneity was noted on the
surfaces of the tube and the plates (this is reflected in the subsequent graphs). In this case, in determining the TP
(0 <f<1), the random error as a whole was +0.003. Systematic error may have an increased value due to texture
inhomogeneity along the plate thickness.

RESULTS AND DISCUSSION
Figure la,c shows the TP values on the both sides of the alloy plates for each degree of longitudinal and cross
deformation. Significant differences are observed in the data measured from different sides of the plates.
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Figure 1. TP changes with degree of deformation by longitudinal (a, b) and cross rolling (c, d; [4]) of Zr-2.5%Nb alloy plates
(a, ¢) and near-surface layers on their both sides (b, d).
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According to the experience of work [2,4], the deformation degrees were corrected taking in account its
inhomogeneity along the thickness of the plates. The correction was calculated based on the values of the thickness and
diameter of the original tube — and was introduced as a deformation of the medium on the surface of the original plates
similarly to rolling. As a result, more regular graphs of TP changes with deformation of the plates medium were
obtained (Fig. 1b,d). For graph 1b, the optimal regularity was achieved by additionally introducing a correction
of £0,015 to the TP values (“-” for the front side). The numbers in Figure 1d refer to the following discussion.

As a result, as in the case of cross rolling of plates with specific preparation conditions (see Experimental) [4],
during longitudinal rolling of such a material, oscillations in the TP changes are also observed (Fig. 1b). And at the same
time, the inaccuracy of introducing corrections to deformation also did not exceed +0.5%. However, in view of the fact
that the both cross rolling and effect of unbending deformation of the original rings act in a single geometric direction,
the additivity of introduction of the correction with achievement of optimal regularity of the corresponding graph in this
case is quite obvious. As for longitudinal rolling, we will discuss it below.

Visual analysis of Figures 1b,d shows a qualitative coincidence of the features of the graphs in the neighborhood of
€=10.1 (10% deformation on the surfaces). Following the conclusions of work [4], this feature can be directly attributed
to the relaxation of viscoelastic stresses which remained after annealing of straightened blanks and affected texture of
the material. Further in Fig. 1b, there is an oscillation of TP with a period of Ae = 0.4 (40%), while for cross rolling
(Fig. 1d) this period is approximately 0.2. We will also discuss these details below.
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Figure 2. Changes in graphs of TP dependence on degree of longitudinal (a) and cross rolling (b [4]) after etching of the plates to a
depth of =30 pm (solid lines)

As mentioned at the beginning and noted in [4], TP oscillations during cross rolling of plates are associated with
relaxation of residual stresses, and it is initiated on the surfaces of the plates. Comparing the conditions of sample
preparation in the present studies and in [2,3], we can conclude that the surface relaxation of residual stresses, expressed
in the effect of oscillations, is associated in this case with interstitial impurities on the surface of deformed samples. In
this case, the nature of the data obtained during longitudinal rolling, first of all, gives grounds to clarify two points: how
significant is the relaxation of stresses in changes in TP in the free state of the plates (for example, during half an hour);
what are the limits of propagation of the TP oscillation effect into the depth of the plates.

As for the first point, the idea of stress relaxation in the periods
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Figure 3. Relation of TP values with content of
fraction could be twinned by cross rolling of plates

longitudinally rolled plates with similar preparation conditions,
etched up to 65 um (Fig. 2a, solid lines). Dashed lines in Figure 2
mark the initial graphs (Fig. 1b, d).

According to Figure 2a, in longitudinally rolled plates, the effect of irregularity of the TP graph, associated with
textural effect of stress relaxation, penetrates to a considerable depth on both sides of the plates.

Following the approaches provided in [2,3], the analysis of the relationship between changes in TP and the
distributions of orientations of the crystallographic axes "c¢" under conditions of stress relaxation in deformed plates of
the alloy was carried out. The data obtained is shown here for cross rolling.

In particular, the participation in such changes of the fraction of grains could be twinned during deformation is
analyzed. Figure 3 shows a comparison of TP (Fig. 1¢,d) with the relative portion (Cy) of such a fraction.
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The graph on Fig. 3 repeats the character inherent in deformed alloy plates prepared under normal conditions [2],
i.e., practically, in absence of both residual stresses and the effect of their relaxation.

Thus, in relation to the effect of TP oscillations, the conclusion is repeated that twinning is significantly dominant in
this process. In this case, all the points lying on the drawn straight line (Fig. 3) refer to the intervals of TP increase (Fig. 1d)
and indicate the exclusive activity of the {1012}[1011] system of tensile twins with participation possibly of
{1121}[1126] system [8]. Their combination rotates the "c" axes by an angle ~ 90°, which gives the derivative for the
straight line equal to -1.

The points located above the straight line (Fig. 3) refer to the TP return intervals (Fig. 1b,d). They are probably
associated with compression twins, which do the counter-rotation of "c¢" axes at an angle ~ 60° [8] (derivative > -1). To
confirm this, Figure 4 shows the graphs of the pole density distribution on the base of (40 4 [) reflections. It is given for
14...39% of cross rolling in a logarithmic scale and represented by cos?a (Fig. 4a). Figure 4b shows similar distributions
for usual conditions of sample preparation — without the TP oscillations [3]. The both figures refer to the face of the
plates. The graphs in each figure are located with arbitrary intervals along the ordinate axis.
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Figure 4. Density distribution of poles Proj,y for deformed alloy plates in conditions of stress relaxation effects (a) and without it (b [3]).

A characteristic basis of the graphs in Figure 4b, as also was noted in [1,3], is their linear course. The conditional
maxima at points 4 and B were associated with twinning effects. The rising of the graphs in the neighborhood of point 4
(cos?a =~ 1; a = 0) was associated with the result of action of tensile twins on the base of the {1012}[1011] system. Point B
was associated with reverse rotations of the "c" axes at an angle Aa = 60° (cos?a = 0.25) created by compression twins.

The qualitative difference in Figure 4a is manifested in the oscillations of the character of the graphs from one to
next, which uniquely accords with the TP oscillations in Fig. 1d; (marked with the corresponding numbering "1"-"4").

In view of the foregoing, the TP oscillations, like any its changes in the deformation process [3], are associated
with twinning effects. In this case, this is a mutually counter-directional alternating action of both classes of twins:
compression twins — it can be particularly seen from the local rise of graphs (2) and (4) in the neighborhood of point B —
and tensile twins, what is expressed in the rise of graphs (1) and (3) in the neighborhood of 4 (Fig. 4a).

It can reasonably be argued that independent action of each of the two classes of the twins begins with reaching a
certain threshold level in the distribution of initiating stresses (lattice distortions) between these classes, and ends with a
reverse redistribution, giving rise to another class. In this case, just as in [3], the turns of "¢" axes mainly occur along
the fan of their orientations, which is inherent in the texture of the original tube. This was established as a result of the
analysis of the rocking curves of the deformed plates. This justifies the principle of introducing deformation corrections
when obtaining graph 1b: when straightening the blanks and subsequent deforming of the plates, the crystallographic
rotations of the grains are carried out in a single plane. This is the cross-sectional plane of the original tube. However, in
view of the existing differences in the rates of TP changes during deformation by longitudinal and cross rolling (with a
multiplicity of 1:2 [2]), it remains unclear why such a correction for longitudinal rolling is equal to 0.1, not 0.2. In this
regard, it remains to formally state that under conditions of accumulation of viscoelastic stresses during straightening of
the blanks, longitudinal rolling initially sets its own regularity to TP changes.

Taking into account the conditions and features of the accumulation of residual stresses and the manifestation of
the effect of their relaxation, it can be concluded that surface purity plays a role in this.

Obviously, it makes no sense to assume that only the main acting twins, and, consequently, other twins, play an
immediate role in the stress accumulation. It remains to attribute the stress accumulation effects to the influence of
surface impurities directly on gliding processes. This is mainly the effect of oxygen, the concentration of which on the
surface of the initial plates exceeded 0.2 wt% in this experiment and was limited to 0.14 wt% in [2, 3].

Although under normal conditions of deformation, twinning and prismatic gliding in hcp metals of the titanium
subgroup act simultaneously and in a balanced manner, there is reason in these studies to consider twinning as more
active. This can explain the feature of the initial changes in TP in Figure 2b (solid line; cross rolling [4]), the rate of
which, according to [3], should be considered, as well as in Fig. 1d [3], overestimated by about two times. Obviously,
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despite the significant elimination of the surface layer in the alloy plates, the influence of the surface contamination
effect on the deformation texture extends beyond the near-surface layer. This is especially confirmed by Fig. 2a.

SUMMARY

Surface effects of stress relaxation in the plates made from a Zr-2.5%Nb alloy tube &15.0x1.5 mm? have been studied
using the X-ray method of inverse pole figures (IPFs). Effects of oscillations of texture characteristics at cold deformation of
plates by longitudinal and cross rolling have been investigated. The following results have been obtained.

The oscillations of the Kearns’ texture parameter with degree of deformation of alloy plates are associated with a
mutually counter-directional alternating action of tensile and compression twin classes.

The sequence of the action of twins is associated with the threshold effects of stress accumulation in the material,
which is due to the near-surface impurity and its influence on the microstructural gliding processes.

When the plates are deformed in the presence of impurities, the activity of twinning systems is increased, which
has a significant effect on the characteristics of texture changes.

Influence of surface impurities on the process of texture changes can extend to a significant depth of the material.
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E®EKT YUCTOTH MMOBEPXHI Y HEPET'VJISIPHOCTSX 3MIH TEKCTYPH JE®OPMAIII CIITIABY Zr-2.5%Nb
J.I'. Mamnxin?, K.B. Kostyn, T.C. IOpkoBa?, B.M. I'pununa®,
I.IL. Kopryn®®, LT. Tanmopa?, B.JI. Bipuy?, 10.B. T'op6enko®, B.M. Boeponin®P
“HHI] «Xapxiecvruil gizuxo-mexuiunuil incmumymy HAHY, Ykpaina, 61108, 2. Xapxie, yr. Axademiuna 1
bXaprieckuii nayionanonuti ynieepcumem im. B.H. Kapasina, Yxpaina, 61022, m. Xapxis, maiioan Ceoboou, 4
AT «HTL] «bepuniviy HAHY, Vkpaina, 61108, m. Xapxie, eyn. Axademiuna 1

Hana po6oTa € MpPONOBKEHHSAM IMKIY pOOIT 3 AOCHiIKEHb 3aKOHOMIPHOCTEH 1 CTPYKTYPHHX MEXaHi3MiB 3MiH XapaKTEpHUCTHUK
KpHcTanorpadigHoi TEeKCTypH NpH XOIOAHIH Aedopmanii miacTuH 3i ciuaBy Zr2,5%Nb. Jlocmimxysanucst e(eKTH BIUIUBY YHCTOTH
MIOBEPXHi IUTACTUH HAa 3aKOHOMIPHOCTI TEKCTypHHX 3MIH y Ipoleci iX HpokaTku. [yl bOro BUKOPHUCTAHO ITO30BXKHI ()parMeHTH
Tpy6u 15.0x1.5 mm?, siki BunpsiMiIeHi 70 iockoi Gopmu, Bimnaneni npu 580°C y Bakyymi 1,5 ... 3,0 ITa i mpokarani y3m10Bx OCi
BUXiTHOI TpyOM 3 pmedopmami€ro pi3HHX CTyHeHiB 10 56%, 10 BBaKaJoCs AHAIOTIYHMM IIO3JIOBXKHII IPOKATHi IUIACTHH.
BukopucTaHo mpuifoOMH MaKCHMaJbHO PIBHOMIPHOTO BHIpSIMICHHS (parMeHTiB TpyOu. [IpoBemeHo Takok aHami3 pe3yibTaTiB
JOCIIIKEHb TEKCTYPHHX 3MiH IIPH MONEPEeYHii MPOKATIIi IUIACTHH, BUIIPSIMIICHHX 3 KiJIELb TaKoi X TpyOH i monepeqHp0 00poOIeHIX
B moAibHux ymoBax. [lyisi aHamizy pe3ysbTaTiB BUKOPHUCTAHO METOJ 3BOPOTHHX ITOJIOCHHX (iryp, IIO BiAPI3HAETbCS B JAHHX
JOCIIKEHHSIX MOXKJIMBICTIO JOCSTHEHHSI 33JOBUIBHOT TOYHOCTI pO3paxyHKy iHTErpajbHUX XapaKTEPUCTHK TeKcTypH. Ha miit ocHOBI
IPOBEJCHO PO3PaxyHOK TEKCTYypHOro napameTpy KepHca y310Bx HOpMalli [0 IUIOMIMHY TUIACTHH. BBEAEHO MONPAaBKH HAa TEKCTYPHY
HEOJHOPIIHICTh B3JOBX TOBIIMHH IUIACTHH, IO TOB'S3aHO 3 PO3THHAHHIM IIOTNEPEIHIX 3aroTiBOK. /l0ZaTKOBO MPOBENCHO aHAai3
TEKCTYPHUX PO3IMOILIIB 13 3aCTOCYBAaHHAM OPUTIHAIBHUX MPUHOMIB. 3TiIHO 3 OTPHMAaHUMHU Pe3yJIbTaTaMH — B PE3yJbTaTi 3HOMOK 3
MIOBEPXHi IUIACTHH — BUSBIICHO OCHWIIALIT X0y 3MIiH TeKCTypHOro mapamerpa. Ocumisii 3B'I13yI0TbCs 31 3HAKO3MIHHUM IIPOIIECOM
pernakcanii 3aJHITKOBUX HANPYKeHb B Iporeci aedopmarnii. Bcranosieno, mo meit eexT iHiiIoeThes 3 MPUIIOBEPXHEBUX 00IacTei,
TIOB'SI3aHUI 3 NPUIOBEPXHEBOIO JIOMIIIKOIO 1 B JESIKUX BUIIAJKaX MOXKE NPOHHMKATH Ha 3HAYHy IIMOMHY IutacTuH. [linTBepinkeHO
JBIHHUKOBY NPUPOJY TAKMX 3aKOHOMIPHOCTEH 1 BiZ[3HaUE€HO aKTHBHI CHCTEMH JIBIHHHKIB.
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