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Research Topic: Phase structure study of (1-x)BNKLT-xBZT dielectric ceramics by

X-ray absorption technique

Researcher: Assoc. Prof. Dr. Theerachai Bongkarn

ABSTRACT

The aim of this work is to study the structural phase of ( 1-x)Big,s(Nag 74Ko.16Li0.10)0.5 TIO5—
XBaZrypsTip9sO3 (1-x)BNKLT-xBZT) ceramics with various x content between 0.025 and 0.150
mol% synthesized via the combustion method. The X-ray diffraction (XRD), Raman
spectroscopy and X-ray absorption spectroscopy (XAS), including X-ray absorption near edge
structure (XANES) and extended X-ray absorption fine structure (EXAFS), were used to
investigate the structural phases of all samples. The XRD pattern and Raman spectra revealed
coexisting phases of rhombohedral (R) and tetragonal (T) in all compositions. As the BZT
content increased, the phase formation in these samples exhibited higher tetragonality. The
quantity of each phase in (1-x)BNKLT-xBZT ceramics can be determined by the XAS technique
with Ti K-edge measurements. Increasing the BZT content from 0 to 0.15 mol%. caused the R
phase to suddenly deceased from 61.9% to 20% while the T phase rapidly increased from
39.1% to 80%. The phase of the structural was determined by several alternative strategies

including XRD, Raman and XAS techniques.
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XANES EXAFS

U 3 wanalassaing XANES uas EXAFS iiinainnisiuasuaniugndanuvasdidnasou

yInmIgenauisdionduazrginssunisunsndenvesdianasouivesnensoutn (22)

2.5 guufladidnn3n (Dielectric property) [23]

Y a o = = v 1oy @ 4 vy
Fanladannin Wurdanilswewmuiuddlithli uazdeuniaiulssylwilasn
v 4 v v o oa a = : '
aae Ferrmruaiuisalunasiniiuuszyliiivesaisladidnnin Sendn Arauglnia

a

(capacitance) Wieldauulvihunarsladidnmin @rsladidnvsnasiiia polarization JuTamiadu e
asmvadnarlsiudusiomingusings (netpolarization/unit volume) @sinen polarization gefiay
' o a a a : 6 v wa hlle o o = a cal o 2
dwalwansladidnviniian capacitance ganuludag logadimsladidnniniivnniinesnineates
by ¢

Wavus 3 M AeAranineauduiivg (relative permittivity: &r) arunamuladiinnin (dielectric

strength) wagArgaudaladidnyEn (dielectric loss)

1. AanmoauEimsS (Relative permittivity: ©r)
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o = ' ' A ooy ' 1 a '
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g=cr (6)
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weg (F/m)
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A fip Wuivesladidnysn fmireumsasms (m?)
C fa manuglii dwdeduie (F)

= a = = 1 [
d Ao Anuvuneseanstadidnysn dwmbeduans (m)



el a = ' ' ' o e & ° = e
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aneaudunns (relative permittivity) wseeninmmsiiladidnnsn (dielectric constant) ves
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5 wrnwasgadenaaa (Energy loss factor)
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A.f.1930-1940 dmsundd wazl A.¢.1950-1960 dwsuraaval) Tl a.d.1967 ladinsAuwuy
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Fanhiinsiduesdusenaundn Wulagifiaudmaluiiigs ansabanldnuliuenans
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wes neliiAinmulufivgededwndon dedudadinsianniagliansesnd Wilunumuasd
Usslominemsuszgndldauludndidnnseiinddne desnniduiinsiedunnden luduilasyn

m‘uauaua Elﬁ‘U'lElLﬂEl’JﬂUL‘d‘i"lﬂJﬂWLﬂuWUﬁﬂu LU BNT, BKT, BT was BZT Wuduy

Tasmlafeylnniun [(BigsNags) TiOs; BNT] [25-27]
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L‘TJui'aQLwﬂs%iLé"nw“infﬁﬁwﬁaﬁlﬁ%’ummmﬂ,ﬂatJ"NmﬂLﬁaﬂwm‘l‘ﬁ’wmmumiﬂﬁnﬁﬁmsm
dudutseney WamnesiindinaniiaiuanElsadnminilaumgivesiniBenTaeiidanmiang
ﬁﬂaﬁqa (P,) Useaneu 38 uC/cm? ﬁﬁiwamuaué’wﬁq& (Ec) Yszaneu 7.3 kv/mm wasligamiinias
(Tc = 320°C) wenanifldinisseauinesiin BNT Wasulassasamaiuaosiae lnawdeuain

soulugnfauaudmslsdidnnindumnszlntamlslsdidnniniomngiilun1siudeuma (Ty) was
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75 (To)

Tasimlnunaidoalnniun [(BigsKys) TIOs); BKT [28]
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dhudaawieslsddnyinldansasMatlavilamilasaiatunesevalnd Ngamaiivies BT &
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iauleedinn
wuiSualyniue (BaTiOs ; BT)
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nusuwaslaisulnniun (Ba(Zr,Ti)O, ; BZT)

o

BZT Funuaulalumsfnuauamifidusiuauunlul a.a. 1980 Tneyjaiuitesdnu
Renfunmswaeuwia was am‘]’ﬁlmﬁtﬁﬂﬂ%ﬂﬁ%uagiﬁ’uqmmﬁuasmmﬁ‘naﬂmiﬂﬁnsﬂﬁmf’: [31] Fams
wnudt T (Sritlosawdu 74.5 pm) de 2 (Gaillossu 86 pm) uansdnuusinaulovais
Usznsdmsunginssuvealadidnnin lns Moura uasamy [32) enuRefunsasIHaIn
Iadidnn3nia Afiausniianiswasumannsenludndaluifuseslsseudn uasiifinfiaaninns
Wasuwaanesslsseudnludummszlnta deliviuunil Atipong uazame 331 Anwuieaiu
wqﬁnswms;ﬂﬁamﬂau’%nm local structure Y5 iN BaTi,,Zr,0s 1io x = 0.0, 0.08, 0.2, 0.3,
0.5, 0.6, 0.7, 0.75, 0.95 wag 1 mngﬂuwmstgmL‘uu%faﬁLaneﬁwU'iwﬁsﬂﬁﬂﬂmmﬂuﬁaﬁngﬁvuLﬁa
USina Zr winity dlesnlasuniudasiiin BT wansdnuuzvadlasaahaviawvummselnda uas
w573in BZ wansdnuaslaseaamanuufatin 5e 0.25 < x < 0.7 AVNEWBaRiARIN XRD anena
wazfigfidnuaiznitanniy (broad peaks) uasiile x > 0.75 nuiilassadauansdnunzvesddn
uagnslsfinudnuuranuamnasvedlasaaiundnliamsnssyldegiasiudlaglyd XRO B9
Tassadramadng oo pseudo-cubic Wit fathuitensAnwinswasuiastausiugai
finwn local structure dewiatia XAS Tasnavas XAS fusznaulusiae XANES way EXAFS 5243
Tnssadraanaagsiiin BZT finn1sidsuiiasain pseudo-cubic luifiu perfect cubic wiatin
nswaguan relaxor ferroelectric Uil polar cluster lagnagIn XAS aanndasiunanas
autaladdnm3nvaaesaiin Tnowwsiiin BZT e x = 0.25 fidasitladidnn3ngegauseunas 9000

wazuanIanuEUas relaxor ferroelectric
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3.1 d1sdinidiunisneasy

1

o e N ;oA BN

Jatmeanlas (Bi203) Anuu3ens 99.5%
lgisumiuaiun (Na,COs) MNNUTENS 99.5%
Tnunangeunnivaiun (K,CO;) ATUUTENG 98%
Aflsum1iuaiun (Li,COs) Aausans 99%
Ty dlvsieanled (TIO,) AauTans 99%
wuiSsuAFUBLIN (BaCO,) AIUUTENT 99%
waslasiiluueanlan (2r0,) MUUTENE 99%

=
g3y
Y

tofiausanesed (Ethanol absolute) Auu3gma 99.7%

3.2 gunsaluaziniaalienldlunisnaass

1.

0 ® N o

11,
12
13,

d n.') = ’ . o v
A9 UUaEIRYA satorius AG GOTTINGEN type Fabr-Nr (m‘uaums UATYIDT

a a

dinnsaiing) lydanalauniiaaliiiu 310 ndu lnsdinuazidenis 0.001 N3y

=

faua5U838Ye memmert D06057 Model 100 gaungiingandnlun1sauans 200 81
=

LGIGHE

nzdewarafinildnauarsvimenedueifidUeaiin Inefiiduiugudnaradssuin 10

WwuRlnT ANEIUTEINN 10.7 [wuRleng

gnuagUnsanauiiidusiumudnarsUsvann 7 dadwas (93w 200)

-~ ' TR =Y e =
ISaINENLUUUALBBLULANURA (Ball milling) fiafwasiuunungn 2 unu 19ANMLUITIV
ldnewmesuszian single phase induction motor
Hot plate dwiuvilviansszivigosn
Magnetic stirrer dsuvinlviansseivgean
YOUANETS

Unnesuung 1000 T3

. nszanuness (Foil)

LWNENES Eurotherm gaungilgeigalunisin 1700 asriwalded
4 E o .
IAaRATENsIdeuUYesaend (X-ray diffractrometer)

-
wanssnuaUnlnsalay (Raman spectroscope)



14, Lﬂ?ﬂﬁtﬂiﬁsﬁﬂ'}i@ﬂﬂﬁﬂ%’dﬁmnﬁ (X-ray absorption spectroscopy)

3.3 A5n1IVnasg
NNSLASEUNIHAN BNKLT waz BZT

) & v o ' PRy °
1. fgeansasruauansidulaeluanlaainniseiuiu

0.25B1,0,+0.185Na,CO,+0.04K,CO5+0.025Li,CO5+TIO, —> Bigs(Nag 14Ko 16Lio1)osTiO5 + 0.25CO, L)

BaCO4+0.05Zr0,+0.95TiO, —> BalZrg sl es)05 + CO, . (2)

-] 3 1 I:J L2 4:{' o o + - Ad

2. darsasdunlaluden 1) uvinissauiulunszdemarafiniiignuansinauvuin 7
fiadns Sy 200 dia Inesdueniusaluyuim 200 fiaddns Seezdigldarsideadn
Mildiaau Unehliadinuaanilunsdduunissuagesiuugnueaiiuia 24 4l
A | o ) ¥ o o v o v o A w

3. WeuagosiUunad 24 TalRuauian IR RUHENTIN8NUYIAIULNZ LN T9aIALHBA LN
YewaNpaNINLEIAUA War391 Magnetic stirrer Tdasdwmiuauansliidniy udndnseany

¢ o - ' o ¥ LR | A o

Wegain1sazsuUaneusninlunsiiiaies Hot plate livevianisuenienueasenan
YOINEY

4. Ylvnesasienunnasdimenuuraanilueui 120°C Wunan 6 $lua
o o v o 7 2 o ) = ar '

5. dharsiwiwsiualagldnsnven (Agate) ueniluuanaunugissludnsdiu 1:2

6. mmanssnInasisuivesaruaalnifioamgl 750°C Wuran 2 2l dwiunmdn

a o

BNKLT waz 1000°C lutian 5 #alus dwdunandn 82T laelddnsnistiuasvesgamgiiu

Y

5 2IANTALTL AR U

N5IA3BYSEN (1-X)BNKLT-XBZT

1. twendn BNKLT way BZT wauiiuniusnindiunied ondmiuigsidin (1-0BNKLT-xBZT
Tnewlasudsuna x auwn 0.025 84 0.150 mol%
° a oMo v v P~ 5 @ o ¢ =

2. duwsiinnlalunsrvgeulassaitana meawmaianisideuusdend wesesunudnlnsg

Ty uwazweilanisgandusdiond



QU

5%9
g :
0 bb% 3
o 4 15 5)
UNni "
102000%
NAN1INABDY dninvoayn

=1 @A 252

4.1 mamsieseilassairavadremaiianisideauudediond (X-ray diffractometer : XRD)

YY1 (1-x)BNKLT-XBZT

a

(@) a1, (b) (200002), (c)
honse | ] e N vmoise /N
x=0.125 }j y A = 0. 12/\ .\-:o.lzL,L—

2 z 2
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U7 6 JUwuumsideauuiidiondvesasniin (1BNKL T-xBZT laoi: (a) spin1insiaia (20)

10°-60° (b) Msvenexun1snTIvin (20) 1 38.5°41.0° () symsnrada (20) v 44.0°-48.0°
SUT1 6 () wanaguuuy XRD figoumgiivieseagsidin (1-)BNKLTxBZT #iinswdsuutas
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wag XAS Sasilaseadtanalusesu local structure fald

4.2 pan1sassilassaitarddlenisidaninsalativassianu (Raman spectroscopy) U89

573N (1-xX)BNKLT-xBZT

awanfusuuingainigungiiessussnfin (1xBNKLT-BZT ffin1sidsuuias
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Normalized Absorption (Arb. Units)

4.3 Han153As1e FT-IR spectrometer (Fourier Transform Infrared Spectrometer)
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