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ABSTRACT

Crystalline ( 1-x)(BiosNaos)Ti03-xBaTiOs (BNKT) powders were prepared
by sol-gel combustion method using citric acid glycine and urea as fuel, The molar
ratio of sof-gel to fuel at 1:1 was. To understand the reaction processes, thermal
transformation was revealed by thermogravimetric and differential thermal analysis
(TG- DTA). The crystal structures and microstructures of the samples were
investigated by X-ray diffraction and Scanning Electron Microscopy techniques.

The analysis of crystalline powder BNT-BT the addition of fuel citric Acid
glycine and urea by using the diffraction of X-ray diffraction showed that the
coexistence of BNT and BT phases, corresponding to JCPDS file number 36-0340 and
53-0762 respectively, in every condition. but only glycine and urea crystalline powder
pure phase calcined at temperature of 750 °C and 850 °C respectively, the
microstructures of the were investigated. The average particles size in the range of
111.78, 101.60 and 193.98 nm.

The XRD results of BNT-BT ceramics the addition of glycine and urea fuel
the temperature sintering 1050 - 1100°C showed secondary phase peak of potassium
titanium oxide (K2TisO17). The microstructure of BNBTG ceramics exhibited
abnormal grain growth an average of 6.34um. The density of 4.95 g/em® and 3.92
g/em’. The dielectric constant and the dielectric loss of ceramic, found that the
temperature of sintering at 1150 ° C with a frequency of 1 kHz, the dielectric highest
value of 3703.71 and a dielectric loss of 0.029. and The microstructure of BNBTU
ceramics exhibited abnormal grain growth an average of 5.69um, The density of 3.92
g/em®. The dielectric constant and the dielectric loss of ceramic, found that the
temperature of sintering at 1170°C with a frequency of | kHz, the dielectric highest
value of 3466.99 and a dielectric loss of 0.012, respectively.
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né’mﬁamiﬁﬁaLﬁnms'auuuuﬁmnﬁﬂ (Scanning Electron Microscope; SEM) [9]
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Thermo gravimetric analysis (TGA) [10,11]
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my, =Ll 109 (14)
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Differential thermal analysis (DTA) {10,11]
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nwd 23 uemgUuLLYIBIREN BNT-BT Nldastasad SEM (a) nuaslaid

aauundl 750°C 1Tlutem 2 #lns uas (b) Bumasamugd 1150°C
Whaasn 2 $aTus [2)
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As1ed 2 uansdniavasliuasnmanwaaarailin BNT-BTienTumesianmpi
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1130 -1170°C

T (°C) dy, (PCIN) K, &, tand d {glem®)
1130 85 0.16 1046 0.047 5.26
1140 126 0.21 963 0.043 547
1150 164 0.27 925 0.038 5.71
1160 157 0.25 941 0.040 5.68

1170 145 0.20 949 0.044 543
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1. Acetic Acid (CH,COOH) 99.5%, RCl-Labscan
2. Bismuth(lHl) nitrate pentahydrate (Bi{NO,),*5H,0) 98.5%, Sigma-Aldrich
3. Sodium acetate trihydrate (CH,COONa*3H,0) , RCL-Labscan
4. Potassium acetate (CH,COOK)} 99%, Ajax
5. Tetrabutyl titanate (Ti(OC,H,),) 97% , Sigma-Aldrich
6. cetic Acid (CgH,0,+H,0) 95.5%, RCL-Labscan
7. Urea (CH,N,0) 99%, Sigma-Aldrich
8. Glycine (C,H,NO,) 98.5%, Ajax
9. Deionized water
10. Ethanal absolute 99.7%, MERCK

11. Poly Vinyl Alcohol : PVA 5%, Ajax

alnsaifldlunisnaans
1. finnafun 100 250 500 uaz 1000 Nedans

2. TIARUNRNTS 500 NaRans
3. w9naufefsimung 250 Haaans

4, tneiutinewan 150 Nadans

5. wiudmsndmiunaugns
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6. ANALTWI
23 ar
7. deuinans
8. gnuaazgiiul Jilnsnan
9. neazgiiun

10. nszarviand
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[ 4

InaFunansfanwi 24

peufl 1 mawidensisasans BNT-BT Taedinslnaies

1, fnimtnansdaduie CH,COOH BI(NO,),*5H,0 CH,COONa*3H,0 CH,CO0K
UAZ TI(OC,Hy), mushgndauulagnoad liannisdiman

2. 111 Bi(NO,),+5H,0 CH,COONa«3H,0 CH,COO0K axae/li CH,CO0H

3. witugrravant TIOG,Hy), Iqnumgiifias usziansazanaaindie 2.uuaul
dimulnelfanateuiiqumail 50°C ihuean 2 dalis auansazanelaas|kleaaes (1-
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2. 987949 (1-x)(Bi, Na, ) TiIO,*BaTiO, #idanaaud 1 14l Crucible aaniiy
FrgsdaidansndsinfismoodFaante 1 ludnsdas 1 1 tnelua

3. i lusuaalanfgnungi 550 - 850 °C iiuan 2 Falu

4. ilitsa i luwdiofigrannil 100 °C haaan 24 Fali
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maufl 3 nnsusiFannan@n BNT-BT Sanitussidamdag e
y 0” & = [ o IJ I3
1. fubmninasdamdegite musamdautaaiiaiiliainnisdnon

2. 41Ta8 999 (1-X)(Bi0.5Na0.5)TIO3xBaTio3 #ikarnmandt 1 1dlu Crucible
anthadin arsdemdanssdmnitdnaadfante 1 ludizadow 1: 1 Tnslus

3. Wltheuaalnifgoumgil 550 - 850°C huaan 2 falue

4. fhinsaaaantasestrandn ualrsedineqania foamalianndeannesiid

wend uaznfsransrai@ifnarautuudesnsin
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2. irlaa g4 (1-)(BI0.5Na0.5)TIO3xBaTio3. KA naaudl 1 141u Crucible
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1. WFENHEIIEN (1-%)(BiyNa, ) TiO,xBaTiO, (BNT-BT) lnasiwneiiiiannnis
4 ¥ = :J o [ =)
wirendlumewui 2, 3, uas 4 llunseilaawanaiiniiussquinueansanaiiuin 7 admng
4m9u 200 i udaBimenmes it 200 fnddnr uazuan PVA el 3% Taeninnin
nmifladlisinudnitllasudiasundeswugnuan uaan 24 dalug
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2. iaasu 24 Faluaudomanilfawnsuniaaaioseguutinnes iedrans
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aanandauas amiulduisudmdnadliuasndrfenszaseas aaniuia lUfsuwen
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4. hesudnidnnunudandndugLfsiesdnlansedn uazlfuiRuiiansidl

Wi guenanatszanns 1.2 wufiuns Inaldnaniin (1-x)(8i0.5Na0.5)TIO3-xBaTio3 1.2
nfustanasiugyl 1 afs Wusedtilunsdn 80 MPa

5. iduendisndugliaiaug it ludiosesgiuiildtiataeiinisGaaily
ﬁfu’] éa‘luusia:%mz‘ldmazgﬁm uFomnisinduse ol 1130 - 1170°C luioan 4
falu

6. ianiiaildhiAnulassairarauazinsdirnisqaniadonmaiianng
Aenwunesiediend (XRD) uazndnsqansemidifinasauuuudensin (SEM), wrAu
wwludaedinasunuilfansinlasardawdnnnsraeazAliag (Achimedes) uavAnun

aniRla@idnyiin (LCR) ludnsgrimgTiiasiie 400°C
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} 13 3
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Sraduruguingna 1.2 1uBiung usasiy 80 winnzihaana

¥

a I‘A = ¥
MNITBuna gl 1130 - 1170°C g 2 datus

agzing XRD, SEM, Density, Dielectric

PRT 25 wruangLEENEn {(1-x)(Bi0.5Na0.5)TiO3-xBaTiO3

47



49

und 4

o S
HansI|E

RANTRSIARAUANHUSIaWIzTRsRAndadnTdR en lnviun-suFanlnniiue
aelfiFaimsuninivasttaaaianivmadawdangadodn afs uaelnafy
1. wan1gnsIRaUfneuslanistarsndnddivnlafenlvnun-uudayinm

WA (BNT-BT)

1.1 aansiaswifasasnisgandethwin megaussaandsny fraweaila

JAsnzdiBeariudau (Thermo gravimetric Differential thermal analysis ; TG -
DTA)

anuan iasifonmaiiaiiaeeiGiannbou (TG - DTA) flansagaunszuaung
tiaaaanguasn 19 ianangasms BNT-BT e lfufialuln e igomail 50 -850°C Taedl
é’mﬂmnﬁuﬁmﬂqﬂquﬁ 10°C/min udnasanIni 26 wudaiansdesulaadenany
Sousmdumandsil dunaniivils sEWINguUUGE 50-200°C HenanpfadTumsssmesaaia
wazavnazatsesasawitd Taafinnegoydenionin 7.36% funeufisas sudnanugi
200-350°C wudfianisaeasieilaefiqngagaiigmngil 278.97°C wenndasiunts
daafvasasdilzznauaiuey ulnsaulaeanlad tazapduiunaumannisiealudl
snadrvinazaatnsaziadi nnianrgodaiunh 16.93% funeufiann TENINgUUYR
450-650°C wnri':Lﬁmmﬁ'mﬂmqu’i"ﬂu‘iﬁﬂﬁaﬂqeqﬂﬂqfﬁqmuqﬁ 564.51°C Fuflunsriesa
vadlatreairsmararalngd Lasdsnudnianisganantauineiiqngegaiguugi
602.99°C Fedanadasiunisdianisaand wdraanguasauid uava luitdiiviens]
Tnsiinsgay@eninnin 2.80% m:‘lmﬁﬂnqsqry@mfwﬂ'nuamﬁﬂmsﬁqﬂﬁﬁ?mﬁn il
’QﬂmqﬁQﬁDu 800°C [2,16,17,18]
nsinneiirefuannsodiisiudn Tﬂ?\iﬁ'éwmﬂ?ﬂwﬂ‘lnﬁmmsnri*aﬁ’ﬁu‘l&’iﬁammﬁ

41091 564.51°C éammmﬁ'ﬂﬂLﬂuuuomq‘lum?ﬁmuﬁfqmugﬁmﬁm'1ma%ﬁﬁsmmuﬁn

BNT-BT
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1.2 nangdiaszilassafreninfamaiianisidoaiuuaesfefiand (X-ray
diffractometer : XDR)
amnisiiansilassasindon maianandgsiusefidiand (XRD) 1adnandn
DeaTnldes v wuGawlnnimn (BNT-BT) uansienind 27 wauaglnifgamgi
550 - 850°Cilu1087 2 40l §07n 53 uas 2°C/min wudaRifinlarentaedanand
fsilsznauaes BNT uay BKT Aflassa1anuimasanaing fonmqiidou 650°C dhafiny
W plumnandasssesnan@in BNT flassaradhinseniuines uazaenadasty
gayAT9 JCPDS winead 36-0340 warhinulanaiuulanaansesans@atulag
uazRagULLINRELNTREdn BKT ARlana$auumnzsinues uasaanadaiy
gudiayaanq JCPDS muneiad 53-0762 uarhinulasatraudanlasusesanndatilag

Haranadaetuniiiinseidnnaioud lasdiendnuuumesanalng azdudanisa

o ‘-‘J AA I
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13 wan199tAsIwdAandasqanssandiinasaunungasngIn (Scanning
Electron Microscope : SEM)
annsAnelassairganiafioandesqansrmiBidnarauiingenn(SEM) 1o

FaNAN BNT-BT wdarnnaziaalsifgnagfl 650 650 750 uazes0°C Whiaan 2 dalus

& oar

1 A = or L= H
wudahgvigil 550°C daiiialasaaiianin BNT-BT Tiauysoludsainasiagauingnis

=

J g ot 1 LA bod 1 +
@aauaaeiadiand (XRD) dnsssasnsadnilninniznguiu dowmdninguslui
o
ar !4 =) ey ar 1 Ly ar 1
Tnemaf il ftensrasaasiadiuildain §itafdlisangral Aad7l Haynnaveqnandn
BNT-BT uginasianani 28(n) iiagnimgiluaaladgaiuisus 650°C finayniateanenan
At 1 & =t 1 = 1o ¥
BNT-BT illaiaayniaag luszdiunluuns dgliadunsnan ifianisinznguiuadng
1 ar ) °' Ei lA
mnuy mamnszsedlisduane Teefimneeymawasedi 170.32 143.33 uay 186.73
L =f ] L ] o
nm. Tapdamuaeyniasinilaunsy Imaged Launcher ifadsasne 10000 WA wazAu9Im

1 Lo ~a 1 o« 4
Amsnszanadaresaynialaedinismidrsuireyntanuy qadmdunsaais (mean

o o -
linear intercept) HARIAININT 29(%1) 29(A) ULAZ29(4) AINAGL
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2. HRNANIZAIRFRLANHUEIanIARNINE ndadnTaAed lnyua-wuBanlnnius
saniugsdainaangaledn (BNT-BTCA)
o, o, a7 ar
2.1, nan1siagrzAlaseadrendndaninalianisidaatuuraseidiand (X-ray
diffractometer : XDR)
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2.2 HAMTILATIERALENARI9aNssATAE nATauLUUdRaIngIR (Scanning

Electron Microscope : SEM)

annsAnmlassieganiadisanfiasqanssamiBiinasauuuudensIn(SEM) 18

el el = v 1

NN BNT-BT uddannnsiauas lasifigoangdl 550, 650, 75048 850°C iluaan 2 dalne wirdn
- = L Y L4 L= 1 Ly
nynguevainsisuaa il dadinlaseauaiin BNT-BT llanysoludsannsaageuinenig
;’ -8 £ L ¥ LA & ] ar .:}
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3. HANANsASIAdRUANBAsIaNNzaeadniigivIdeed v un-ntuSen lvyniun
sanfuansdandslnady (BNT-BTG)

3.1. wan1siiaszdlassadreninfainaianisilaanunaasfsfidng (X-ray
diffractometer : XDR)
anmiiaszilanataningonmaianndaanaeafediand (XRD) 1avuandn
Dasintndaulmnua-uuidenlammn BNT-BT) wuaalnifguugi 550 - 850°C ifly
1981 2 Falia uanadanndl 32 wudrfinlasedireeadnnlsznauans BNT uag BKT 7
Taseesrauunmesanng fignamgfsaust 750°C il slwmmsn@eanmsesnin
BNT Hlaneadlusuusentugnsen uazaanaiisaiugiuliays JOPDS munaias 36-0340
wagbinulassa$raulanilasysaiansdaiila uazfinguuns daowmseswasin BKT
fillaseadoumnssinues uazdanafadnlgiuioya JOPDS uunelad 53-0762 uarlal

wilassaTsuilanilaanveasarri@eulag
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3.2 uaNIETASIERAENAa99aNssANAIANATAULULREINgIR (Scanning Electron
Microscope : SEM)
annsAnelrna19qanIafnentasqanssmiBidnasaunuudednsIn(SEM) 184n9
uAn BNT-BT miimnn'mmuﬂﬂ‘lﬁﬁﬁgmuqﬁ 550, 650, 750U 850°C {uarn 2 ol v
fignungl 550 - 750°C Safialaseat1aniin BNT-BT Tianysoissnamagauiaana@emwm
aaefdiand (XRD) dnusnuzaesmndninisinisnguiiv flomdnlngjuuiulponen i
eapaaagrsiofufldaiw§ienduliauysol Aedidldfloynrarecnandn BNT-BT uasil
gruugiivaalni 750°C Wudivlyl Raaymesassanidn BNT-BT fisunayniaeglussdtnniy
wns Hgdradunsenan Hiannnnmznguivesimuauiu nasnszanafliadnane Tnedl
mmmaumﬂmﬁ'ﬂasjﬁ 111.78 nm UaE 101,60 Am KARIFINNT 33 uaY34 Insdnnuinaynina

-J ] o 1 o 1 e
annilzunsu imageJ Launcher ¥ina498178 10000 0 LACATIIIANN TN TERNHUAITDIRNA

I o A » =
TnefiEnamdArsuaaynaatLy gpnduasiaie (mean linear intercept )
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4. HRNANITATIAADUANHULIANISIRININA nLgINLaLAe R lnyus-uuFanlnmun
SanfuansidaindsyBe (BNT-BTU)
= =Y J s
4.1. uan19itaszilassadrendndraimaiianinidgaiuuaesfesfiand (X-ray

diffractometer : XDR)

anmsianzilanaiendndanmaiianin@oonnaeeediond (XKRD) 9odtatin
Dastnladtantmawa-wuanlamuun BNT-BT) taasfnmi 35 muaalaiigniugd 550 -
850°Cifluiann 2 Falus wurdilinialasedtrazessinlszneuses BNT uae BKT fillaseainauy
wasewstIndf Figuangfl 850°C pliuunn@eauuzeanndn BNT Tassdiadiun 70U
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4.2 HANTIATIERALNAIFANTTANDLANATDULLUARINIIA (Scanning Electron
Microscope : SEM)
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Microscope : SEM)
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o " o o ' Y o a o )
997 7 UARIFUUNA depolarization (T,) atuwia3 (T,) AmshladifinyEnyl (€)1 T,

Argauduladidny3n (tan 8) # T, 9asims9@in BNT-BTG A9 7aid 1 kHz 10 KHz LAL100

<4 s ¢
kHz Nignungiiduiaaieing e

PUUNH AT T, T, £ tan &
Fwmad °C) | (kHa) C) C) AT, T,
1 2720.06 0.047

1050 10 111.03 311.48 2626.41 0.015
100 260168 | 0.006

1 333528 | 0.025

1100 10 0056 31229 325131 | 0.009
100 323046 | 0.003

1 370371 | 0.029

1150 10 82.56 321.64 358520 | 0.014
100 354778 | 0.005

1 264689 | 0.041

1170 10 86.27 321.61 253450 | 0.019
100 249527 | 0,009

3. HANRTIAFaUANHUsIaNIsTR s Rnd s GRaN L ua-wudaylivn

Luméquﬁumeﬁamﬁqgﬁﬂ (BNT-BTU)

=y ‘J‘ ar
3.1 man1s3taseilasaiwnindumatiansidgaiuunasdsdiiand (X-ray

diffractometer : XRD)

) &r - ; - ¥
anmresflangiundndemaiianmndaonnsesidend(XRo)
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=Y L 1 _° oA =y at A
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r:J = v A ‘;’ 4 =y
Fumaingoumgl 1050 - 1170°C haaan 4 9Tus dumsnasTuag 5°Cimin iguaunginagiud
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P -3’ -l; H = o &
faminsfumeigeu aunssiviqomgll 1150°C husiullaswuamaisaviaindoeg

19378n BNT-BT Higuusni{19]
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o
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d £ 1
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AU FUALNSULARE ATTNNUNLIY NISUARTLDS

Fumad (m) (g/cm3) iU
) (%)
1050 1.23 4.24 19.52
1100 337 4.30 19.94
1150 4.40 3.99 17.19
1170 5.69 3.92 16.21
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= . o e I3 P a A
mn319d 9 WHAIYEUNNA depolarization (T,) gruugiigs ™ Arnsnladienvisn?l (€,) 7 T,
] =, a5, d =
A1 gadaladidnyEn (tan 5) 71 T, vass18in BNT-BTG ANd 1 kHz 10 kHz wag100
kHz HigoumgRiduinadnng g

anvgd | Aswd T, T, 3 tan &
Fumnad (°C) | (kHz) (°C) c) AT AT,
1 3080.89 0.038

1050 10 77.56 309.42 2990.16 0.012
100 2993.32 0.005

1 2753.73 0.083

1100 10 60.99 328.82 2471.34 0.032
100 2468.73 0.010

1 2897.12 0.019

1150 10 70.59 317.71 2855.54 0.007
100 2838.61 0.004

1 3466.99 0.012

1170 10 51.00 315.84 3420.71 0.005
100 3417.49 0.003
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= = 1 as ¥ ]
M99 10 ltﬁﬂﬂﬂf,lﬁﬂﬂLﬁﬂﬂﬂuqﬂlﬂﬁulﬁﬂﬂ ﬁ'\%’ﬂﬁﬂgﬂ'l?“ﬁﬂg ATAIMTHWUILUY

ArnsfiladiinyEn uasdmegaydeladifinyi3n aastsnfin BNT-BT BNT-BTG uatBNT-

BTU
#liagns | quupl | aunm | AFesar | Ay AAedl ANNg
Fawds | Suimad | sl | nevieds | sy ledilinn | geyde
(°C) (um) (%) (g/emd) %n ladldnn
an
1050 3.26 24.35 4.43 3613.66 0.030
1100 5.84 24.29 5.09 3520.97 0.026
BNT-BT
1150 12.6 22.70 5.58 331719 0.031
1170 5.55 21.58 5.94 3209.53 0.018
1050 5.10 2117 4.87 2720.06 0.047
1100 6.12 2294 4.55 3335.28 0.025
BNT-BTG
1150 6.34 21147 4.93 3703.71 0.029
1170 5.87 20.56 5.28 2646.89 0.041
1050 1.23 19.52 4.24 3090.89 0.038
1100 3.37 19.94 4.30 2753.73 0.083
BNT-BTU
1150 4.40 17.19 3.99 2897.12 0.019
1170 5.69 16.21 3.92 3466.99 0.012

ANIaR 10 uepraRELRtumnansweie fatazmads ANANMIILLY
At lndidnyin wazAM gy @elafifnyin sangslin BNT-BT BNT-BTG uaz BNT-BTU
wdumaigugi 1050 - 1170°C hwiaan 4 falue wudaigandin BNT-BT figouuginag
wduinef 1050iAailndiEningagaindy 3613.66 uazfidnisgodeladifnyindty
0.030 usnugitissniin BNT-BTG wudnfiqoumgiinaaenduae’ 1150°C fidmaitladidiniin

1] o i = -1 1 or = 1 A
§eqaiiniu 3703.71 uazildvgoydelaBidnydniady 0.029 uazigsin BNT-BTU nudail
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