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An Investigation on Microwave Sintering and Its Effects on Crystal
Structure, Microstructure and Microwave Dielectric Properties of
Li>TiO3 Ceramic

Somaye Ghaffari!, Touradj Ebadzadeh™, Masoud Alizadeh’, Keivan Asadian®

'Department of Ceramics, Materials and Energy Research Center, Karaj, Iran.
2 Department of Semiconductors, Materials and Energy Research Center, Karaj, Iran.

Abstract  In this research, Li,TiO; ceramic was sintered via heating procedures of conventional and microwave
sintering. The maximum density of 3.08 g/cm® at 1200°C with 3 h holding time and 3.12 g/cm?® at 1300°C without any
holding time was achieved through conventional and microwave sintering, respectively. The thermal behavior was
investigated using DTA-TG, phase analysis was performed by XRD technique, and microstructures were observed by
FE-SEM. Also microwave measurements were performed using Network Analyser. XRD investigations showed a higher
intensity of (002) peak located at 26=18.46° in microwave sintered part attributed to higher degree of cation ordering and
superlattice formation. Microstructural investigations by SEM revealed the finer microstructures of microwave rather
than conventionally sintered parts. The maximum microwave characteristics were measured &= 20.29 and O xf= 26191
GHz for parts sintered in a conventional furnace at 1200°C and &= 20.86 and O xf= 25610 GHz for parts sintered in
microwave at 1300°C.

Keywords: Microwave sintering, Li,TiO3, microwave dielectric properties, microstructure.

S Sl sugs *

Y YEYAC K ol (655 5 sl e ol (e ol sk it S S 1SS

t-ebadzadeh@merc.ac.ir :,& flﬁ



4y Slgosld 5 ol ge aslilal

\Y4A QL‘IM..-U Al a)l.o.ﬁfa A 092 —O‘f

Gew gy Y
Sigma S 5 Jsams LiCO; (13010) ;34
TiO, (13463-67-7) L35 5 299% o= L Aldrich
adsl slge Olge 0 299% o4 L Merck &S 5 J suames
ShS 5 kSl Glayog 055 bse fes dd eslin
=18 5l ealizal b e sl o O 55 (V) dsles 2815 llas
5 (hoys A4V o)) Jgbl Jases 55 5 o5 05 la
sk .o S el el G Sle 4 VT Ipm s
53 05,5 055 31 I3 055 St Jos 3 sk 055 o
Slles 31w A ck?n}‘ Cele v e w5 Yor TC les
Sde a4 TC glos sl ek a4 Olegs (058 Sas
Sl Celor 33 Do 4 VA °C los 5 e 5 Cola 5o
G Ly il bl L Ex-1200-2SE Jus oS 51 .4
A eslital e gl O gealinndS gl o TKW Ol5 5 VYe°C
S b Vor'Coglos 5o 5 1p hedl 3 Ol
Sl Sl ain glos 53 (61K 0l 50°C/min il S
e ials 2 fes o odd S glass sy b S el
ol sy PSA L ol st 53 3 o310 5 a5 )3
o3lizd U 5 ot J 5l S PVA Jshomo Lol 5o 355 e
osly & Yoo MPa jLis 34 mm s L LB 5 .
03 5 2o Sle 5 Jseme 0ps8 53 03 ) Jes LS
56l J&s 038 el WO - e C ples 03 5o
3kl Gillas () 5ab 58 g a5 add gas ol Ao o
Shesliad b og3b ey p A uns (ASTM-C373-88)
Philips PW 3710 Jus (XRD) oSG antl il 50T olaces
A 526=20-70° 255 63 gdome CuKo=1.54 A o 50 J5bo L
2p Y mA 55 0L 5 RV olKas Wyl el S
plrl a3 oy o8 L lagg xSl 5 360 s, o8 Ol
LiyCO3 [aSls s o sbae 0 TG-DTA SJUT 51l 0
STA1640 o&Kiws Lo sys 5l > 5JUT .2 eslizad TiO L
b lbos ialssl ol L ,dSS1 Polymer lab oS 5 el
by Gl e 5 1sa headl (238 plnil VEer °C
SN S S ol 5l s Sl 05 )+ °C/min
VO KV (5,8 515 L Mira 3-XMU Jus liwe LS o,

Slakad jltlag s 5 b3 ol (Gidshise o S

dodls —\

LSS 8L e e Db s
s Ol s VL ks Sl L S Slls s SOl
Ba(Mg15T22:)05 (BMT) i LS 5 a5 S [12] Ly
Ba((ZnCo)sNby3)Os (BZCN) 5 Ba(ZnysTays)Os(BZT)
DAl sy I Ll Il ane s il il GO &S
AN DLS 5Bl Gl G oS e S e
2] dsl e

ool @l plab i el b LinTIOs ool
OXf iS558 aher Sl cnle Sl 5195 500
YV o S Slgs o 5 [3,4]V00++ GHz oYU
S S s Sole LIS K Olgs a5 a3y [1,3.4]
Gl O mlre Gl Sl L o e
[4, 5] pod dmead Cle 4 Joloine sl 3] ol
Al e 1 1N0C W sbales s S5 LS
s e [, 6] (i) e & (i) Sl 5
Ll LibTiOs Kool jor 205 18, 50 sl Jslie o
ol osd sl Lols 5 sleslial U 5 [7-9] 2oy g 055 53]
J10-13] sl o ds o) 5 20 58S Ol e 4

by bl e Sl slge s S0l
o Dl 035 5l s 53 53 (G lms SV 6550 Ol 4y
5 o g Gile S Ol sl b 555 SGle tens S
LS 0T 53 8 Jpans 5 b S [14] 45 o onl 3 1, o]
DUl esbe &y b en 5 G el sl 55l 51 LS
S s (6558 e S Oleily S e B Al e
oo ol Sl 3 iy ediSes T e oale 5 Ao s A
5 AV STy Obily 4 e Jrss cnl e Sl @
[15-17] 358 n g sl 5 LS

Serl e 25 Sl 05,00 e S 51 Geiod ()
S Sl 55 5 05 b S 5 A eslizd LipTIOS
sl ol s bl (gosh bl ad a i
S BSOS e 2pse el s Slalad S Sl
S ol AT @l el b Sl sme i

RO S R



00 —\ch\/\ QLT.....JU Al é)LQ*: A 092

b i Sleosbd 5 ol ge aslilal

Area=-2623 (Jl
[]-
-
=
F
=
2204
-40 T T T T T
0 300 600 900 1200
Temperature (°C)

| ‘ 100

3] :

5 85

E 80

1 75

1 70

] L] L] T 65

s 0.0

7 643
A 1-0.3
4-0.6
300 600 900

Temperature (°C)
56 esbe iy SITG-DTG poie (0 DTA o (Y (K3

AC/min il S ce o L LipTiOs

LT-600

4337%512)
{ (-132)

[ntensity (a.u.)
5
2
-331

= o
=1 é = -
™ =] g 3
& & o= 58 @5 B
b = 28 = ed =
TiOz RS _1 T S o R
B | s

10 20 30 40 50 60 70 80
20 ()
Sl 3 edd LTLITIO; 56 esle iy 5| XRD b Y K&

adsl slge Cids ol en 4y (1345 Oloj 03 £40°C

23 S S Sy s aS das s OLES 5 Y K6 DTA ls s
SV LiTiOs (gWsesle jiw b glses 53 VAY'C 5 210°C slales

e SN o S S A ki
Network Analyser olSaws 51 5 Mo s Jid s 5l (s gas
a5t 5 K Sles ol ¢ Se3lll ol HPS719C Jote

A eslansl s

s’;.:’u}@l:a -y
Gloosle i (g0 pS sl b 51 Sl LT
D g4 Ve °C/min u,i.:l.a; GO L:LizTiO3 &:A\f,;
S 95 ol DTA povie .ol sdd aals 0L Y IS s
V~9°C)(g§)ﬁjcﬁg§i)9\‘ﬁ'°c.U.,\;-ébal,a:):}:fb)f
AR Ol Ll 55 a L Lo 8 oS el (S 55 S)
ULAS uabu& Cjw DL Sl ./.\'/‘\ f)b ;iz.i G
S5 O3 ULA‘S )‘ _/,L:.f J‘S aS J.})‘J AR 3 9d>~ Lf)}
slge 55 Cusby sy Ll e O Cle &S el (V) ST
Ol 6oy 5 el ol o3y OLES Js 55 €O, TS e
rw\j O\\OCCOZ C)FGJ.Z&L&JAS:}JJW
S35 DTG e 45 sl S35 LB .ol 035 VEA'C O]
Cjﬁjdu;@&;})?\‘foc>j»6u>)>603ﬁ&3;§1

.MJL;O C) (DT ‘)lb‘)»..! d)‘ “ix-l

Li,CO3+TiQ) ——» Li,TiO3+CO, )

Li2TiO3 36 esle i b slsien Jsl Sy Cgtle pmans skt 4
ol JJ wis glos 55 641565 Oley O £00°C glos s
ik oS L5 g Lases sles 53 XRD LT Jol sy 51 5
ol ol i ol sl asls 0L Y S s ol
dm 5 AL e Laesle i ol o 4 J geamee 36 lacSy
STy 4 by e DTA Slsgas 3 ol Sy oS A4S o ool
-y 5 b 3 Ll LibTiOs 56 LK 5 bsesbe i
5o 5 o5 e odalin XRD ab 55 a5l slse 4 ks o sla
L4<.ﬁ:4.3LﬁjﬂLSL‘JUJ\JAQ‘)JC)J}MJL;‘OWTG)‘JF
BB JER W - SUR S gURPe JURTCIU R A VL
5 4 0°C/min S b S o L baesbe iy b s

el 03 03l QLS Y ISKE 53 4



w&&‘.&u}u}ﬂy ‘uLL.ae

\V‘\/\ QLZM.:U cY a)l.wf: A 092 —O?

01 el
-
=%
'S 712
= =101
=
615
‘20 T T T T
0 300 600 900
Temperature °C
) ' ' 105
= (“-" 100
3
2 85
: 80
75
| 70
o

300 600
I'emperature °C
56 sl i SITG-DTG o (0 DTA o (Y JSS

0°C/min ile S e e L LiyTIO;

\cg:)Jw A{V"OC L.SL‘J)J 45L12T103)Jﬁ C)bb dj})}ﬁ)}ﬁ
Q)Mﬁ@\eﬂob‘éou\cpjbaﬁwwb

JMI:L:& oijT

v a8
.V~~°C L b-’v\jl}:;'.ALizTiO3 J)ﬁ 65})—%)}& ¥ J&i

5,05 3525 0°C/min il § s ;e LA TC L Lo slos
O Dl 53 ek Al Sy g3 w0 by e lales 4 s &S
Sl e 55 LB Ol 4 (PYY'C 4 ) Il S sles
SRl SA Ol 4 (VP70 4 cd) s S sles
sl gy Sy gles i a5 ol S5 0LLE el asl
S Gl b S e a Cod gt -1~
358 Coale OF Hs oS s (o3 - Sl slasly s,
o b S0l &S cul e Sy &S0
DTA lajlssoi anslin 1 30 Jamms 4 L3 s
Ll S cl ol Ciliies Jile 5 s e 53 b baesle i
Sy Sale 5 00 bt DTA s pas 55 Jsl Sy onle
ol ) IS8 LDl ¥ ISE DTG Sls god ool (S50 253
Sased o S Gl g gb 0 opl skiasOLLS &S el S 52
Ol Lls 5 A o ok b 53 baesle i b s 035 2alS
To ke S5k 53 Cod B sl g 2 4S5 S i
VaV'C g S sles 5 PYYC DTG Jsl Sy (slos s e
S 0 g sbles 4 Sy 5ol g8 sbales o5 o
@ pamd Sl S e Sl S5 DTA Sls sl 55 55 50
S o 3550 V] by DTA/TG )l > 5T 2,
S g s gles ol T s il ol w3 S
OF OLL sles 5 VO27C 5l aS oS ppnd Sy S 05
Sge ol pasd Sl S s 5L el V2VEC
W e 5 355 0 o33 Ol Sl &S Sl s 55158
Sl T s 3, 5e 3 3y e Sy e Sl B s O
Lol ol 055 [Rals 5,8 sl LibTiOs slaesls oy
Il K 4l dleast ol iy 5 (F0+°C 3 50) axils VO °C
Ll Olde Gl 53 Sl S a s e 9 93 4 by e
Li;CO3-TiO2 b goes 3 > 50T amess S0k 3,106 5 5 5
LixCOs LS 3 TiOy &lys g das o 0L 55 VAT s
3ghp P00 TC gles s 0 Dl S ag s glos EalS
ool el Sl S b sles 5l S a2 V¥ i a8
S S b Jil Sy S 58 gl Ol L
3L del> Il 3 TiOs 5 LiaCOs (slaesle iy 31 LiTiOs
Ol STy aslsl LixCO3 s los a4 s Sonp L Ll
- e obile L TIO, 5 LibCOs w3 3l 26 LixO

2



(.W —\Y"\/\ L)L':.M'JU Al é)LQ*: A 092

i Slosbd 5 ol ge aslilad

b Jpeme i3 03 & ol asis S 51 as 5 sbolen
0 0A) YrA glem? lides s 0 5 a8l il 53l Ly il 5l
S Goge 53wl Voo 'C les 3 (55 S Ao
ANV YAY glem® VL JEs 55,0 s s L
ool Gzt WY "C SV slos o 5 (o8 J&s Ao
Jhel b Jgome fgy a0 2oy oS ol J= 5l il
s bl S bl ity sles 53 sl we Ll 0L
w3 8 O g iy Slos 53 (134K Ole3 Oy 105 ,SSle
Sy 33 W\ TC les el oy Oladad 1ol
sl 03,51 VIS o gi@uJ%XRD@M

sl

a
=
= o
& R microwave
2 8 & ag
v — B < o — :'r',]'-:;
[# 2] gl | T
= g3 l s & J§
L e J'L b T ) e |
= |
=
conventional
| W | Jud Al A 0! P |

10 20 30 40 50 60 70 80
26 (°)
334 W 'C gles ps el s olakes GIXRD b ¥ ISS

sl 5 Jyere s

Sy aen Billai 5 g go slacib L bLS 1 5o Jol 4K

B-Li,TiOs(JCPDS card:33-0831) 56 sl U 35 5o
les 53 Il 5B 5 a3 SalS 5ge Sl gl a5
Sy & s o Olis ab sy b e el BU]
Sl s S5 e 04 i b L e &S (002)
i 3 el O s S LS55 5 LipTiOs Sl e
L0558 Ol e .l sy 55 s (6 R D 5l 55 S0
23 358 et il a5 LSl (S50 Al B S
S5l am g BB ety ol s SOl el s
53 Lasls Slscgr A, L ol o LidTiOs Kool oo 3 a0

&;».w‘ ol eb‘b QL:'J O Jga;’ L ol J:"""" ‘)J)..a: C)bb e‘)(.l.s‘

I oIy sl s (slays s 550 0 edalin &S sbOla

3 !
i
iy
i1

Ver'C o glos 53 edd i LigTiOs 5o 5 ly3 o3l w55 0 Jse

koo &j)))@o&iﬂj@@ }?r.l}w .“)L;SKTA‘M.:.
C,.w\ [y 91 &)‘;;JQ;)J

3.154

3.10
mﬁ3.05i
53.00
o
5.2.951
2290
[0} i
8985

(il

1 —&—con
2.80'- _;.—mi(_'_

2.75

1000 1100 1200 1300 1400

Sintering temperature ¢C)

Prosities (%o)
—_ fa— —_ — [—
S e O [ S SN [ea e o}
1 L 1 1 1 Il 1

1000 1100 1200 1300 1400
Sintering temperature (°C)
&})})MAM&)QMM(Q}JK@(J‘;J&:

(mic) 555,55 5 (con) &y



wjjﬁél.ﬁ))u}}bﬂ A.AU...G.%

\Y‘Ql\ QL".W.’U gY e)l.a.«:: A 092 —OA

o S Sss ol i S S S i
VYo' slos 3 x5l e O%f=26191 GHz 5=20.29
o S Sl J s opl 5 el Gy Jgene 055 o
Glos 55 x5 3l e O%f=25610 GHz 56,=20.86 ol 4=

s ol 555, le oy sS 45 )YeC

21.0_ (Lﬂ‘

20.5+
20.0+
19.51
19.01

—— mic
—&— con

Dielectric constant, £;

18.51

1000 1100 1200 1300

Sintering temperature (°C)

30000

25000+

Q.f

= 20000
15000+

10000+

Quality factor

—— CcOn
—e— mic

5000+

1000 1100 1200 1300

Sintering temperature (°C)
Slaked O%f 2oiS 5586 (0 6 S Sles b (A s

wcdlies glales js ogline S5 90 4y edd Ty

&S 4o ¥
e 3 4 el s Sladad s (5 Sesll
0555 L aS das e DL 555, 0ke 5 gm0 55 55 e
@ Olg o e Cole 4w L s 1Y °C gles ys Jsene
ssSole 31 oslined b Ul o, Yo A glom® JSs anty
Ss 5 W sles e YT glem® WL s w0 0155 e
S Sl Jo s ol il s (565 0l
Sy S b oS o5k 4l (ol Ol das s 0L XRD

Coge o5 04 (e b Olejen oS 2ol (002) Cogr
2 S
sl osls QLI A IS 55 olalad 5l eld a5 SEM sl
pseid dxead 51 S0 Gl s 5 S 55 Se s
S ams e O kel s s Lol ssetne ladisel o
35 SRCETEC TP P RO VR ool Cosa, slajble

Aas 0 OLAS (6 i Sl A s ea s S4ls

03 dsene o) S 53 el s Dlabd SISEM glay A S5
S\ 'C (oY °C (g‘\hfc (0 Ve 7C (A slabes
(CA~~~°C (& slales 5 555,k o) 58 3 ol 3 Doladad
RACEN® (CAY~~°C (GA\~~°C

Slakss 0% kS 55 5 6 Sy ol i
Q‘M‘ C.M.»:‘ oo v.:.szq J&:’)Jﬂ) LSL&JMC.M.WJ
selie Loy 5l s a oS S 5 S les ol oo



0‘\ —\Y"\/\ QLT.....JU Al é)l-éa-: A 092

i Slosbd 5 ol ge aslilad

14.

15.

16.

17.

Sirugudu, RK., RKM. Vemuri, and B. Murty,
Microwave Sintering Studies on Low Loss (Zn, Mg)TiOs
Dielectric Resonator Materials. Journal of Microwave
Power and Electromagnetic Energy, 2013. 47(4), 262-
269.

Saxena, V. and U. Chandra, Microwave synthesis: a
physical concept. 2011: INTECH Open Access Publisher.

Oghbaei, M. and O. Mirzaee, Microwave versus
conventional sintering: a review of fundamentals,
advantages and applications. Journal of Alloys and
Compounds, 2010. 494(1), 175-189.

Feizpour, M., et al., Microwave-assisted synthesis and
sintering of potassium sodium niobate lead-free
piezoelectric ceramics. Ceramics International, 2014.
40(1), 871-877.

QF=26191 4 &=2029 S SUles Lol aings ol
Wsw‘gb))w\juybg‘}wa)ﬁ)JGHZ

Qxf= 5&=20.86 4, 55 Sl x5 5l ol ol

10.

11.

12.

13.

el Cewss 25610 GHz

ey
Yuan, L.L. and J.J. Bian, Microwave Dielectric
Properties of the Lithium Containing Compounds with
Rock Salt Structure. Ferroelectrics, 2009. 387(1), 123-
129.

Bian, J.J. and Y.F. Dong, New high Q microwave
dielectric  ceramics with rock salt structures:
(1—x)Li2TiO3+xMgO system (0<x<0.5). Journal of the
European Ceramic Society, 2010. 30(2), 325-330.

Hao, Y.-z., et al., Enhanced sintering characteristics and
microwave dielectric properties of Li>2TiO3 due to nano-
size and nonstoichiometry effect. Journal of Materials
Chemistry, 2012. 22(45), 23885.

Hao, Y.-Z., et al., Microwave dielectric properties of
Li>TiOs ceramics doped with LiF for LTCC applications.
Journal of Alloys and Compounds, 2013. 552, 173-179.

Liang, J., et al ,A new route to improve microwave

dielectric properties of low-temperature sintered Li>TiOs3-
based ceramics. Journal of Materials Science: Materials
in Electronics, 2013. 24(10),3625-3628.

Bian, J.J. and Y.F. Dong, Sintering behavior,
microstructure and microwave dielectric properties of
Li2TiO3 (0<x<0.2). Materials Science and Engineering:
B, 2011. 176(2), 147-151.

Wang, J., et al, Low-temperature sintered Zn
(Nb1xVx2)206-2.5x microwave dielectric ceramics with
high Q value for LTCC application. Journal of alloys and
compounds, 2005. 392(1), 263-267.

Zhang, J., Y. Zhou, and Z. Yue, Low-temperature
sintering and microwave dielectric properties of LiF-
doped CaMg1-xZnxSi206 ceramics. Ceramics
International, 2013. 39, 2051-2058.

Pei, J., et al., Microwave dielectric ceramics of hexagonal
(BaixAx)La4Ti4aO15 (A= Sr, Ca) for base station
applications. Journal of Alloys and Compounds, 2008.
459(1), 390-394.

Bai, X.-J,, et al., Low-temperature sintering and
microwave dielectric  properties of LiF-doped
Ba(Mg12W12)03-TiO2 ceramics. Journal of Alloys and
Compounds, 2016. 667, 146-150.

Sayyadi-Shahraki, A., et al., Microwave dielectric
properties and chemical compatibility with silver
electrode of Li2TiO3 ceramic with Li2O-ZnO-B203 glass
additive. Physica B: Condensed Matter, 2015. 457, 57-
61.

Lang, J. and W.-Z. Lu, Microwave Dielectric Properties
of Li2TiO3Ceramics Doped with ZnO-B2OsFrit. Journal
of the American Ceramic Society, 2009. 92(4), 952-954.

Liang, J., et al., Microwave dielectric properties of
Li2TiO3 ceramics sintered at low temperatures. Materials
Science and Engineering: B, 2011. 176(2), 99-102.



