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Structures and Dielectric Properties of Ca,Cu,.Ge,Ti;O;, Ceramics
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UNANED

Tuanddeillafdnwniangesiin Ca,Cu,GeTiOy, (x = 0, 0.025 uag 0.05) gnéd ﬁLﬂSW”WU‘L!I@EJ’Jﬁ‘UQﬂiEﬂ

vosuTauazmwiinfigungd 1060 °C 1Wunan 6 $alus Jagesfindregugniundnulasaimdnuas
aaﬁ‘uisﬂamﬂaé’ammﬁﬂmﬂgmLW%@%Laﬂsﬁwudﬂuﬁqﬂﬁaasmﬁmimauagisuaum CaCu;Ti,0y, hag CaTiO,
UsHana 66.7% waw 33.3% auddu wenaini mnnsfnwilassaiimnsmanianuiniededislessu Ge*
dsmalivuininsulassuvesfanwsindrogiadnas waznuindidiadiladidnninfinrwd 1 khz getu
(8'~2,217-2,259) Wlaisuiuianilsifinside (€'~1,779) vazienfuumuaudmsgaydenaladianviniaiin
17N (tand~0.009—0.018) nansAnwdemaladuiueudaunlnsalnd wuhduiidavesnsimasiladdnysn
geludan Ca,Cu,,Ge,TiOx, a%mﬂlﬁmﬂmiﬁimna%ﬁqLL‘U’UU%R}LLUU%WQNf”?ums‘i,u%wizﬂavﬁwLﬁamiu%aﬁ

auTRmalinduansisilwiwasveunsumduauiulngii

ABSTRACT

In this work, Ca,Cu,,Ge,TiO;, (x = 0, 0.025, and 0.05) ceramics were prepared by a solid-state
reaction method and sintered at 1060 °C for 6 h. The crystal structure and phase compositions of all
sintered ceramics were characterized using an X-ray diffraction technique. It was found that the mixed
phases between CaCus;Ti,O;, and CaTiO; with the ratio of ~66.7/33.3% were obtained. Besides, the
microstructure analysis revealed that the substitution of Ge* ions can cause a slight decrease in the grain
size. It was also found that the dielectric constant at 1 kHz increased by with Ge*™ doping ions
(8'~2,217—2,259) compared to that of the un-doped ceramic (8'~1,779), while the dielectric loss tangent
was largely reduced (tand~0.009—0.018). The impedance spectroscopy analysis revealed that the origin of
the colossal dielectric properties of Ca,Cu,,Ge,Ti;O;, can be described by an internal barrier layer capacitor

(IBLO) structure, consisting of semiconducting grains and the insulating grain boundaries.

AdAey: Ca,Cu,,Ge,Ti0;, autaniiladidnvdn dufiunudaiunlnsalnd
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745



\ 22”‘3| NGRC MIsUS:¥LU3BINISIAUDWAVIUIFS:AUUIAOANUIUHVEA ASVA 22 PMP7-3
\;J/' March 25, 2021 3uf 25 DuAL 2564 fu DHY3NEdaUDULAU

¥
a

CCTO/CTO Livpeiin1sseu Ay wwiRnlidansiinmaaswaginisinadnsnlaanitagaiunsausulse

v
P =

audfladidnn3niiienisiniiundenulaftunield wuiAedldifiswdainesdauiniinuaananuide
Wiy usimadndianunsaasaunAnliiuinidegulvdg faulasmideluasnuiliiduegned
sty Tun1sideiiajadufnulassadmwdn laswadmegania wazandinisladidnninvasiagusiin

aoulndn CCTO/CTO fidade Ge™ MugnInIaail Ca,Cu,,Ge,TiO;, (x=0, 0.025 Uag 0.05) NMsduATIZLY

nszuunswsenianwsfinaeulndniiedinisujiseraauzveswianagyinsnmdnfiaayll 1060 °C 1y

1281 6 TN LB IUALLIEANTITALATIZY NS IATIER waradUsIenasznaidaluaIuinly

o

AnUsTaIAnIIIY
1. edunsesivanesiiinaeulndn CCTO/CTO Midolossu Ge* Tag3Bufisenanurvesuds
2. \ilefnwinavesnsiielessu Ge™ donisdsuutatlassaiimnganinvesiagwininaeylndn
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wsni3udiu Tnemsaanansesiudalaun CaC0; (99.0%), CuO (99.99%), TIO, (99.9%) ey GeO, (99.99%) audngu
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BINENBUTBIENTE8NNGNUALNETTLENTLEAH 1WATHALDENIING NUATIAZINTNTBIE Y UINENOUVDIATHA
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nanMsANINSIRAWELAZlATR31IngIEN Ca,Cu,,Ge,Ti0y, Inematla XRD uae Rietveld refinement

giJqumngmmu%aﬁLaﬂeﬁ (X-ray diffraction pattern) ¥@¢3anLu513n CCTO/CTO, Ge025 Wag Ge05 Lands
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nan1sAnwlasaimnganiadaguessinaeulndn CCTO/CTO Midadelasaulans Ge™ Tnawmaila

SEM
Al 2 uananmeneRvtivesianeslinaeulnds CCTO/CTO Nderielosau Ge™ lngldnalin SEM a1n

AUt mafy Ge™ vidlsAunsuanasan 256 um lunsalldfl Ge™ Wu 203 pm lunsdl Ge02s msuiiu
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gudloerie Ge® Famsiuduludnvar didunamanuavenisilviiiinszuanss (OC conduction) (Zhang et

al, 2020Aud 10° Hz A1 €' vesTagiusniin CCTO/CTO, Ge025 uag GeOs fifn 1,776, 2,259 wag 2,217
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a1y d1 € vastanmeulndn CCTO/CTO danfindudladeislossulans Ge™ uaviAgenitianesin

q

3

CCTO/CTO ntos nan1svaassiiviauladnuszns Ao wiliidn € g A1 tand fnnud 10° Hz Tulaewsid

748



\ 22”UI NGRC MsUs:3u3BINISIaudNavIu3des:auluiafAnuiIuHvsa ason 22 PMP7-6
&’ March 25, 2021 SUf 25 GUNAL 2564 fU UKI3hedeuaulsiu

nnnaegedadiieglussauitieisinn lnefian tand vesianesilin CCTO/CTO, Ge025 waz Ge05 fifn 0.009,

0.016 taz 0.018 MUARU

10°F o1 )
. m ccTo/cTo » " CCTO/CTO".
R 0.08 4 4o 4 ° G025 o
080.06 e @ ¢ Ge05 °
2| = 004 @ 20°C
10 0.02
0.00

102 10° 10* 10° 10°
Frequency (Hz)

101 I2 I3 I4 I5 I6 I7
100 100 10° 10° 10° 10

Frequency (Hz)

mui 3 n1sildsundasiuanudvesat € vestanesniin CCTO/CTO, Ge025 way Ge05 AMNUNITNLERAS

a

nsdsuudaiumudvess tand figamail 20 °C

Y

nan1sAnwIaudan1 WA Tagusidinaauindn CCTO/CTO Midalanaulans Ge™ lnswaiia
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v v
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capacitor, IBLC) 31n5189uAeuning (Schmidt et al., 2012) faiuannuanisnagevanvanialadiannsn
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a1 A
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(Zhang et al., 2020) luduvas €' Nauvaizfivuiavetnsudnaiu erafunaunannisnie Ge* fidma
ilmAnnsiagunlasvestadenigly wagvilviriainuguszavesveauinsy (grain boundary capacitance,

Cy) §OUU
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Tupsguiumsduasiziianpeulndn waneulndnves CCTO way CTO WnTulaogvauysel lfialie

q
v ¥

Juduiinduluguuuunisideauuiidiond Uad Ge* awnsadilveglulaswadialiegrsanysal wenani
m3delessu Ge* fidwmasielasiairngania dwalurnninsuederesiagesfinasanderalunan
PNNMsanawesUinia Cuo Fududiuddglunisvenedveansulunszuiunism (Yuan et al, 2013) n1s

\Jeleoau Ge™ adlulassadwesiaguaniinaeulndn CCTO/CTO awnsauiulsandinidladidinrsnvesTan

v '
' =< =

16 Tnwdawaly & feasduiloie Ge* fimud 10° Hz a1 €' vasdanIdin CCTO/CTO, Ge025 way Ge05

d
fifn 1,776, 2,259 wag 2,217 anuandiu usniileainnisifiuen € uds f tand Seegluseduivunn (tand ~
0.009—0.018) nan15NAaeIsIEmAiABUiLANINUINTATIAT19VBUEIIEN CCTO/CTO UsenNouniedss
dnlsznoundn Ao dwfiiiaannisneuaussmislifiiuinaveunsuiiauiiiluaisieini wagdauiu
nnsmevanemliinaveunsuiifautfiduauaumsliih fsdu nsiivaneniin ccTo/CTO fien
g’ Aaannistanlsiwduuuuindudaniely (interfacial polarization) Tnenavesauliineuenuieanili
Uisqﬁaﬁzmﬂmﬁai’aqLLaﬂﬁaaaﬂmﬂﬁJuLLazLﬁmmiazamﬂss@ﬁﬁnmmauLﬂiu Wnaunlnihangluiieng
wndnsivauwlniiinteusn dawalidinnugliiiivesdufvussquuuniuguuiuidudie fanwsain
CCTO/CTO ﬁmqﬁu FengRnssunsladidnainiaonadostunginssuiifnduludfivlsyefiflaseaieh

LﬁUUszQLLUU%’umNﬁumﬂu (Adams et al., 2006; Schmidt et al., 2012)
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uingndeveuudu AlvnsatvayunslfiaiesdielunisinudnudueiidelusSsiuasrevounszan
s7.03.UseAS veslu enansefivinulaseiddoduegigeiilimnunganlimuinviuas dolausuugsing 9
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