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Abstract

In this study, we have successfully synthesized several novel phosphors
with compositions of NaBaScSi,0;:R, KSrScSi,07:R, NazScSi,O0;:R (R =
Ce® or Eu”") and K3ScSi,0-:Ce** by ‘using sol-gel method. The crystal
structure, luminescence and chromaticity properties of the above phosphors
were characterized by X-ray diffraction (XRD), photoluminescence spectra,
scanning electron microscope, diffuse reflectance spectroscopy (DR) and
thermal luminescence quenching investigations.

The first part of this thesis reports the -optimization of synthetic
conditions for all novel silicate ‘phosphors, analysis of XRD profiles, cell
refinement and SEM images. Secondly, the spectroscopic property, diffuse
reflectance spectra and thermal quenching behaviors of the Eu?*-doped
phosphors were investigated. Third, the luminescence property, diffuse
reflectance spectroscopy and thermal quenching behaviors of the
Ce**-activated silicate phosphors have also been investigated. Finally, we
investigated the luminescence property, color rendering, chromaticity and
EL spectra of a white LED by using Eu**-doped KSrScSi,O; phosphors with
green Ba,SiO,:Eu®*and red Sr,SisNg:Eu** and pumped using a 365 nm
UV-chip.
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1.2.5 ¢ B A&

AR LR BT RS DR ARRI TR T R E D
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A ket w TEOS ¢ &y p iy F8 - ALY Y

MIREEIPERBY REP F a3 e L &5 1 Propylene glycol

>.

modified silane (PGMS)II, 1-m) 1-135 PGMS ;3 ;% 5.4 Propylene glycol
(PG)4r Tetrahydroxy silane(TEOS) f fik 14 1% 2 T it & (7% § A 2 3 F >t
80°CF ol | Fm 18 o PGMS % E 4T85 M > ® 3,1t 638 & 30-k ¢ » F|p
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360~450 nm ¥ 600~700 nm = + ek £
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Fod AMAWHEN S
2.1 NaBaScSi;O7 & W H-H 1
Wierzbicka % Kolitsch % # % % 2010 & 3% % NaBaScSi,O7 & 4 % -
#ICSD T B A% 5085 5 166998 & 2 % #cA W) 5 a=6.845A 1 b =5.626
A>c=8819A > a=y=90° >B=109.33° >V=32047A°%>72=2 > ¥

# (Monoclinic) & & » 7 B # 5 P2i/m(No.11) - H & % S fp4c @] 2-1 #77 -

] 2-1 NaBaScSi;O7 2. & 1 % 17 & [

BEH LY BT AWEG - A Naf - BB -
Sc**H i+ » Na'enfie - dic 3~ » Ba® enfie =83 1 > F Na'z2 Ba® #rig deni

B+ 4 SigSc Rty 3> Batter Natz & 28 Tk 5 4o ] 2-2 757 - Sc®
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Plwik BF RSB 2% A G s 0 5 SiA h SR L
(Si20,)" 25 % tox ¥ 1% 5 @453 B Sc-O ~ & M effiE > Sc & Si R+ 2k
Fe Tk B Ao B 23 ST ot & Y 0 Na-O shT3os L 5 27524

Ba-O T tagt £ % 2.874A » @ Sc-O eh-T 3as £ B % 2.084A -

(b)

] 2-2 (a)NaBaScSi,O7 *# Ba** fie i+ 2%
(b)NaBaSCS|207 ¢ Na' fie BT _g.

o
Sl
o

Sjl

B 2-3 NaBaScSi,O7 ¥ Sc & Si fie =7k 5 7 & B
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2.2 KSrScSi,Or & S H-# 4

Wierzbicka # Kolitsch % # % % 2010 & 3¢ % KSrScSi,0; & 4 % -
HICSD FH B 4% 85 5 166997 » &+ % #cA &) 5 a=9.446 A »b=5478
A>c=12537A > a=y=90° > Pp=104.39° >V =62838A%Z=4,

H & (Monoclinic) & % » 57 B ¥ % P23/n(No.14) » WS HEAo R 2-4 #77 -

b
>

P

J
J S

Jo

02!
-

7‘1

105
(2]

] 2-4 KSrScSi;07 2. & 1 % 77 . B

GFBERE C S AuEG - KR - ESPTR 2 - 48 S
foim o Kiehfe ndic s ~ 2 S©7efe ndic 5 4 0 2 K'2 Ba®' st g R
LSiRmFEScRFEH S KT b 3Rfe =Tk 5 4B 2-5 #7710 Sc*
RIGA = BF B3RS ) o langd > @ Si it hiteipr L

(Si,07)% 7558 % fd ¥ (T4 423 B Sc-O ~ o i ie > & 1 it ehd f4p
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oottt f BT KO shT a4t R 5 2.892 A5 Sr-0 chT 34tk 5 2.693

A @ Sc-O thT otk pl s 2.118A -

(a) (b)

B 2-5 (a)KSrScSi,O7 ® Sr¥*fe =3k 5 77 7 B
(b)KSFSCSIzO7 PoK* fie =% B T R B

2.3 NasScSi,04 Bﬂaiﬂ.%é—ff.ﬁ Ui

Skshat 2 Simonov ## + % 1969 & ¥ 4 4% NasScSi,O; & # 4% > #
ICSD F 4L B A % 575 5 20120 & ted s w5 a=5.354A -h=903474A »
c=13.089A a=p=y=90"V=655.02A% Z =4 > 2 (Orthorhombic)
o k0 % EE G Pnma(No0.62) o His B HAc ] 2-6 #1 T -

G BERE S ANEG DN =2 - SR Na' e § b
fei#e AN 5T = Naorddeeni B3 52 SiR32 Sc R+ £ 3 >5c™
PLg ik BF RS RS 3~ 6 i > Na'sr S ip w) k 35pe ok
bW 2-7 90 o @ STt fofe ST Ar(S07) AR T X T TS RS
# Sc-O ~ & ’iﬁéﬁ)}ﬁﬁ}i B P MARR o B RREHET 0 Na-O ht

¥kt E %L 25358 5 @ Sc-O thT a4t £ Bl L 2.103A o
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] 2-6 NasScSi;07:% o d.% H 7 £, F]

Bl 2-7 (a)(b) NazScSi,0; # Na'fie =%k 5 7+ &,
(c) NasScSi,07 # Sc™*fe =3k 3 7+ . Bl
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2.4 Ks3ScSiO7 2 K]

Napper # Layland % & % & 2004 & 3 % K;ScSi;O7 #: 48 % #5, 1 1CSD
FRR AR LA S 413432> &t F A B 5 a=b=5.6065A ¢ =13.6420 A >
a=p=90" >y=120° >V =371.35A%>Z =2 = = (Hexagonal) & % -

7 F# 5 P6/mmc(N0.194) » # & 48 545 4o Bl 2-8 #77 -

‘Sc
J Si

JO

B 2-8 KsScSi;O7 2. & # 77 & B

GFBRBE LY AEE G - KR A - SR KT §
Plci4 0 f K deni B3 52 SiRFE SC R £33 SR daks B
§FRFBSE A~ 5 Wil o K SSTHET ek I8 Tk B 4o ] 2-9

o @ S et f e Y 02 (S0 A Ad ¥ (e @4 (B (SCO)
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2, 2, _ s .‘I ;/:‘;_W :‘%,
BRI E > B i MAp R o At BB 0 KO T o
N~ A v = 2 3 =
28836 A » @ Sc-O ch- ¥ogtk Bl 2.1174 A -

(@)

e

NS Tese
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¥=2% %3

3.1 RH%F&
(1) # g4 (Sodium nitrate > 99.9%)
iv B 74 NaNO;
CAS Number : 7631-99-4
(2) #'pk4m (Potassium nitrate > 99%)
i+ &3¢ ¢ KNO;
CAS Number : 7757-79-1
(3) mtpi4s (Barium carbonate »-99%)
it & ;4 BaCOs
CAS Number : 513-77-9
(4) mpa4d (Strontium carbonate ».99.9%)
it &34 1 SrCO;
CAS Number : 1633-05-2
(5) % i* 4= (Scandium(II) oxide > 99.99%)
v 834 1 804

CAS Number : 12060-08-1

3
|l

AN

W@

(6) # paz Bq (Tetraethyl orthosilicate » TEOS > 98%)

A F 3% 1 CgHpp04Si

30

A

Il

- 84.99

- Merck

- 101.10

: Riedel

197.34

: Sigma-Aldrich

- 147.63

: Aldrich

- 137.91

. Alfa Aesar

- 208.33



CAS Number : 78-10-4 WigH
(7) 1,2-p = g% (Propylene glycol » PG)

s+ 3¢ 1 CH;CHOHCH,OH ~S R

CAS Number : 57-55-6 Wi H
(8) #'E: (Nitric acid > 65%)

A3 3% 1 HNO, P

CAS Number : 7697-37-2 Wi H

it %f Fol EU(N03)3 + 5H,0 Fu

Ik

CAS Number : 63026-01-7 ER
(10) # pe4F (Cerium(IIL) nitrate hexahydrate > 99%)

v & ;% 1 Ce(NO3); » 6H,0 P

CAS Number : 10294-41-4 EIRC
(11) =&-k#& #p& (Citric acid anhydrous » 95%)

AR A C3H4(OH)(COOH)3 Jo

Ik

CAS Number : 77-92-9 Wi HE
(12) a/% R & % % (5%Hy/95%N,)

Wi P P ATe P F W 2. Taiwan > R.O.C.

31

. Acros

- 76.09

: J.T.Baker

: 63.01

- Merck

- 428.05

. Aldrich

- 434.23

. Aldrich

192.13

: Showa



32 REHKA
(1) #31% 8% = (High Temperature Furnaces)

REFRIBELELEIPAZ RG> BT FYL 7,0560m’ 0 e
% Eurotherm 818P AR 4 E 2 &7 it dp4c i 2> & F B A ¥ £ 1700 C %
FlepiT4Es 3047 "L 2 & e N3 2 " & 'L % 1620°C »
fef B4 5,915 cm® 4e 11,340 cm’

(2) B & g F % (High temperature tubular furnaces)

RUFTED FHLESP Ao kYo P IZ5em & A 130cm v H 47
% e A R W RS ER A R e Bk 34T 5L e A A
HE R L 1,200C
(3) X sk ¥e&tix (X-ray diffractometer)

X sk ¥+ %k 5 Bruker AXS D8 advance #%7) » H ik Z dF¥e o 2 X5
22KW o Xk hA 42 RI LI JOKV ik (T35 R > Svig 7 F HFipie
VEE ARG o SH R LMWA ks 2 A4 L 5 154058 h KaX SR
TRIPEZEIFT G A0MA - e B2 20 5 10 2 80 & - Bt 5
20/0 FrRriE X L E NS R BRTABA R SFAELN] o > FE
A e TRE L BB BN R T MERTME 2 20 (E o
{5 41* DIFFRAC PLUS Evaluation #t #8 % #icdy 2 8] i< o

(4) ¥ &3 ik (Spectrofluorimeter)
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& * % ® Jobin Ywvon-Spex Instruments S. A. Inc. = & #7%] Spex
Fluorolog-3 % & k3 % » 45 % 450W 3 &£ Hamamatsu Photonics #7%] 3
R928 A1k T B3 F 5 W E > Fpk £ £ F 5 200 2 1000 nm > £ 5§ i<
Rk Siendt 3 ¥ (Dewar) 12 & RIE F s enfg Aok o
(5) % ¢t — ¥ Ak kFHix (UV-Visible diffuse reflectance spectrophotometer)

i@ % p & Hitachi = & ##3)85 U-3010 % *F-7 R k3 hpe i 4% & 5%
(integrating sphere) r2ip] 2 M #e &2 F Sk 0 & * Row & ¢ % (PTFE)
¥OEHRE S Fakk F 2 190 2 800 nm o f vz oAl T kB o
(6) ¢ B A{EA 47 &% (Color analyzer)

g gk Ay A®end Lo 47k Laiko DT-100 91 * & sk k3% ik
i g5 ed Rk B R B CCD BRI E T LR RIS R AR(XY)E
A B (cd/m2) s ¥ b1 EFEE f e BRI § ¢ v Heng g L ergp
B2 ¢ BAEA TN B SERIITE I 0 PL BB ¢ e R AR B
o I ZER R P F R R ER(XY)E -

(7) #3F%stfF8 3 T + &gt (FESEN JSM — 6500F)

@ H AR AP Rmp & JEOL 2 7 414 W #3) % JSM-6500F

Z_EHR W R R R T F 5 &3 cd] In-Lens Thermal » 2z =

B35 253 500,000 % - 4eik g BE 13 20KV s fZ47 R A % 5 1.5nm

(@15KV) % 5.0 nm (@1.0KV) «
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33 %W ,FFﬂ i
AFTE R i 7 3 - (Sol-gel) Bk o~ 4L Amorphous
Metal Complex (AMC) = ;= > #& * & -k & & (CsHy(OH)(COOH)3) ~ # 44 5

£

O

TR A ED R GIEE R R DR G353 1 5 - W R

Fl* FRp? EFERIL s E A2 RR o B2 5%H/95%N; & iﬂz
15%H,/85%N, i & 5 T2 X AJE e[ BF o H ¥ @ % kiR B RB 1B A

Ga e R B AR ES K U A i B IVE AR R A BT
FRBR o F ud * 5IA R RA SRRk AL 0 2 §.Sc05 7 & A1 AL
EPER A IR R0 4 2 SC(NOg)sid ik o mia B iz ¥ ¢ kFHEm 2,2

B ALK G o R BT R A TR s S om e 2 R
Beltd o & 4c PGMS #.3¢ - # ¥ PGMS 2% €4 Propylene glycol (PG){r
Tetrahydroxy silane(TEOS) f e fhif it T g 8792 % A 24 F B> 80CFH
Bl pmi@ > ® PGMS ¢ p £ i » Flpt 2 F IR & (80C—1307C)
F el PGMS p L%t > @ b s RO RFREF S L -

PR REBRDFHEEXZF AR T G B REL A it B0

GHEG AP ARRE CELSERRBANFGE S XK R E S R
Rty ZRRS o F PR §RBADEGE £ AL o 3R E ARG

AR F R BT AR T E RS 2 KRR AT g R
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3.3.1  Na(BaixRy)ScSi,O7(R=Ce* & Eu ¥ kHil2 g &z

4 it 3§ =P~ 2 % 40 NaNOs(IM) ~ BaCOs ~ Sc(NO3)3(0.5M) ~ A

Ce(NO3)3(0.05M) ~ Eu(NO3)35(0.02M) 28 CaHy(OH)(COOH); » #-H 354

REEG N > 80 CRTF TER2 (£ RIEH=15)

\
Il

it B3R % 4 PGMS(IM)2 i » #3355 78 &0 b 0 30 1307C

)

BEZFTEEAG

1L

[ %J%%Xﬁz&)%*x—\"&éﬁg ¢ "'\450C1__.1-5f~ el 4Ez§%8 ]f& ]

]

BB EER AP mﬁﬂﬁkﬁﬂi,@'iji fo » 3T rg (L4EH4mY o 33

Yoe oz F ¢ At 500°C L4 B 1 800°C BUES ) PE

1l

RAERR DA EEY S BN LAMMY o I FRF RN
5% H/95% Np § 4 T 12 1150°C i3 X fid® 4 -] P o

1l

R-B pr 323 B s o I H ¥k Xk SEst gl ﬂf#, FiETH Gk

SRR BSREE  F Sk CIE ¢ & & p| & 2 SEM
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3.3.2  K(SriyR,)ScSi,O7 (R =Ce*' & EU) ¥ kHilz g P&z

(o 82§ 422 7 4e KNOg(IM) ~ SrCO; ~ Sc(NO;3)3(0.5M) R

Ce(NO3)3(0.05M) ~ Eu(NO3)3(0.02M) £# CaHy(OH)(COOH); » #-H 354

kﬁ@%@ﬂm’u&méiﬁTF@ﬂdﬂ%(ﬁﬁiﬁﬁﬁﬂﬁ)</

1l

i 3 R 4 POMS(AIM) i » #3938 £ 30 b o % 130°C

BEZFTEEAG

11

[ B RV N T e P o2 4B0°C R A PR S o ]

] &

R RN SR Rty SRR S SR E TR LI

Y® g F ¢ A3 500°C ABELA ] P 800 CHKIES | pEF o

1l

j&—{%é%?uﬁjé_i;”/};ﬂ},@ti;g %é ’ B‘%".ﬁ-‘“'j!—‘-}%f} 7”1]]’11’ JF';}J(FE/ J}£ 5”/‘ J

5% H2/95% N, § 4 T 12 1150°C:i8 X ad2 4 ) PF o

1l

WA PP ES mf  fIT PBA X RS FE Yk

kB3 CIE ¢ A& A #&ip £ ¢ SEM £ -

/ﬁ/ﬁ/_\




3.3.3  Nas(Sc1,Ce,)SiO7 & s Hi 2 G i itz

~

(fl‘Q - - ‘E_ﬁLB" 23 /,9]‘ v NaNO; (1M) N SC(NO3)3(05M) N CG(NOg)g

(0.05M) 21 CsH,(OH)(COOH); » #-H 325 ;8 & 3s4r b » 2 80°C &2

FTRER20PFF (25 BIERE=LD) Y

1l

&L g—‘,l. 7 //J 4r PGMS(].M)/F, /|>? ’ ;‘Z‘ﬁ i’j% H )%‘%X P\ s 1 130 C

BEZFTEEAG

1t

[ AT B T R TR e ¢ 20 450°C E s P £ 8 P ]

4

WL R A P T TaREF RS IS 15 A M Y o 0B

, = J ’t_,/\ 500C % );%4 EE‘*: SOOCJ/){}%S JEE‘*:

1l

{ !%‘L'—bm}g,fﬁ,{ﬂ#j’]g W,B%".&.m]y_j%ﬁ ,;} ?;P‘FE/EJ/{”& }

5% H2/95% N, § 4 T 12 1100°C:i8 X ad2 4 ) PF o

1l

WA P o3 RS s o fIH e R X R FET S TR FF

NN R S CIE ¢ & A i&R| £ & SEM
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3.34  Nas(Sci.mEum)Si,O7 ¥ %42 Q& HFlLET

~

TRTE SEE R X 7 NaNO3(1M) ~ Sc(NO3);(0.5M) ~ Eu(NO3)3

(0.02M) 21 C3H,(OH)(COOH); » #-H 325 ;8 & 3+ 4r b » 2 80°C &2

(FTE B2 (2 R fR=15) y

1l

&L g—‘,l. 7 //J 4r PGMS(].M)/F, /|>? ’ ;‘Z‘ﬁ i’j% H )%‘%X P\ s 1 130 C

BEZFTEEAG

1t

[%@ﬁﬁﬁﬁﬂﬁéﬁéﬁ’“4WT&?$6“%8+%0 ]

] &

MRS R AP NI RS A IS 1S A g YA Y o 03

¢ T ¢ R 500°C g E S [ P 800°CHE S ] PF

1l

MR R A SRS (5 B0 A MG o 1 ?#a&w,»}

15% H,/95% Ny 7 # = 12 1100°C 12 % A2 8 /| p¥ -

1l

WA P o3 RS s o fIH e R X R FET S TR FF

NN R S CIE ¢ & A i&R| £ & SEM

/ﬁ/_\/—\
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3.35  Ks(Sc1nCen)SioO7 # skt fl#& &

~

(e #3855~ 2 i 4 KNO3(IM) ~ Sc(NO3)s(0.5M) ~ Ce(NO3)s

(0.05M) £ CyHy(OH)(COOH); » -2 325 ;8 &34 b > 12 80°C &2

FTRER20PFF (25 BIERE=LD) )

1l

& v g—‘,l. 2 //QJ‘ 4 PGMS(].M)/F, /|>? ’ ;‘Z‘ﬁ i’jg H )%‘%X P\ s 1 130 C

BEZFTEEAG

1!

[ AT B BT N T ¢ 53 450°C nf A 8 P ]

4 &

BB EERAL R mﬁgﬂkiﬂ@"i J e o 2T rg (Y4EH MY o 3

Yoe oz F ¢ At 500°C g4 B 1 800°C BUES ) PF o

1l

{mﬁ;%mé_mﬂrgm CRE RS T TIETER ' ¥ T e }

5% H2/95% N, § 4 T 12 1100°C:i8 X ad2 4 ) PF o

1l

WA P o3 RS s o fIH e R X R FET S TR FF

NN R S CIE ¢ & A i&R| £ & SEM

39



Frid BE8HH

41 HEHE S S XRERFHLS T2 LPET

241 5 AH LR bW RBY AR LT ¥ e R @;]%a i

AR P iE R B8 A 483+ 5 NaBaScSi,O7 ~ KSrScSi,07 ~ NasScSi,07 &

KsScSiO7 & w 450 A& r ik B AoH Buldids g 4ohidt

B Xk SR ot s g bR R T 2 SEM R

241 P B RLT SO fe i LR

Compound NaBaScSi,O; KSrScSi;Oy N3ScSi, Oy K3ScSi, 0Oy
ICSD No. 166998 166997 20120 413432
Symmetry Monoclinic Monoclinic Orthorhombic Hexagonal
Space group P2:/m P21/n Pbnm P63s/mmc
a(h) 6.845(1) 9.446(2) 5.354(3) 5.60650
b(A) 5.626(1) 5.478(1) 9.347(4) 5.60650
c(h) 8.819(2) 13.537(3) 13.089(4) 13.6420
a 90° 90° 90° 90°
B 109.33° 104.39° 90° 90°
Y 90° 90° 90° 120°
V(A3 320.47 628.42 655.02 371.35
z 2 4 4 2
CN(Na") =8 CN(K" =8 CN(Na'1) =5 .
. 2+ 2+ + CN(K) =9
Site CN(Ba“") =9 CN(Sr-) =9 CN(Na'2) =6 -
CNGSE) =6 | CNGSe™=6 | oN(scy=p | CNSC)=6
Reference [28] [28] [29] [30]
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411 NaBaScSi,0-:R (R=Eu®*, Ce®)2 & 2 ¢r s jp A 5 &%

AR RN GBI E S LR R 0 kR FE AL (CeOrHg) & Az 4
Pk FE 4 Bk fom fagp (NaNOg) ~ s it 47 (BaCOg) ~ ¥ 1+ #YSc203)
%2 PGMS ;3% > Bl 4-1(a) 5 >t & =8 & 1150°C 7%l # NaBaScSi,O; 11X
kR YEST R BT TR ICSD TR E G 7 o B I H YestiE 20
27 ICSD 5L45 166998 #r§' A % % 2+ & Fut s F i (7 EU'2 Ce™ 4

FREPE o F P EE R KRBT E R o

—_ ~

*;g
-

3 ¢h

NaBaScSizO7 Host

0,0,1) &

(-2,L1)

~

b, s

et

= -

— -

= -
-’

Intensity (a. u.)

(b) .
e NaBaSc81207 std.

ICSD_166998

= MMM@W

10 20 30 40 50 60
20 (degree)

@] 4-1 (a) NaBaScSi,O7 ¥ (b) NaBaScSi,O7 # & 5 XRD Bl 3 2.+ #i

Bl 4-2 22| 4-3 ~ %] L4837 kAR Eu'2 Ce*ar3 NaBaScSi,O;

XRD Eb+ B3 0 P AT SEs4E 20 & & ICSD TR E4H % % 166998

d

PR XRD Bs#Ape> & > 27 AR %Y “THRPIERFRN > 27

A4 edn s f1* Ce¥arT st Bl gt o 20 i 2K
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Intensity (a. u.)

Intensity (a. u.)

w NaBaScSi,0_:x%Eu”"
X=
N AN A S S L
x=
x:
x=3
x=2
L&N\J\AJ\J\MLMNAM\M‘. x=l
PRI, VS A
ICSD_166998
e e T
10 20 30 20 (degree) 40 50 60
Bl 4-2 7 ¢ Eu2+yk')i:}7},$:‘£ﬁ’l NaBaScSi,07 XRD &3 2 +* $i
NaBaScSi207:x%Ce3+
LAWWM 7
MMJ\M
x:
x=1
ICSD 166998
I | A ,k‘hl A Im . A—IMAL&M—‘P‘MQ"‘
10 20 30 40 50 6

20 (degree)

Bl 4-3 7 F Ce**k & P~ 4% 32 ¢H NaBaScSi,0; XRD Bz 2_ 1t i
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ARAAT S D - B CeMfo- B KBt B BaT R T T
Bl 4-4 5 12 Eu” 35 B~ X NaBaScSi;O7 & 14 ¢ Na'fs = #rit {7 Rietveld %
HHESS G AT TR T > K 430 0 THEREVS 3

o

A Na'enft e AMHE T F PR+ Atk Eo 08 FEGFHRTL 427
@ B 4-5 % 02 EuF 4% ~ 3 B~ 1% NaBaScSi,O; & ¢ Ba® s = » #1ig (7 eh
Rietveld ‘$44% & % % - ¥ Eu™'g Ba” 4+ L j2 4 w5 1.30A & 1.47A 5
AL e BV AT Bk B R0 A0 KA 43 A% BT
v BURTE gD B BN A BatTedl oo B LA P ik A 4518 e EUPTB et
NaBaScSi,O7 i &8 5 +& Fop Boii-Na & BaZ # o F) b 15 3 L i s A
AR F S NF B R i

Bl 4-6 % % 4% 30 Ce g+ Ik & PF Na(Bay 2,CexK,)ScSi,07 s 1 ¥ #cd

H o R A cns R T A e 1 CePI(L196A ) 3 L s ] a4, e i
Ba®'(L47A)a+ L /2 » F]pt 3§ 4532 Ce™ at T chik B iF b 4o P tid &
NaBaScSipO7 (8 i & t WA 55 ] > 2 oo 16 Bl i~ "2 45 0 s v 410

SOER RPN TSt CeTH e R BRI A3 A HAR

e
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Intensity

12000

10000

8000

6000 | |

4000

2000

(N aMSEu

0.02.

)BaScSi207 R

=6.39%
wp

R =4.52%
x’=1.924

Scattering angle 20 (deg.)

B 4-4 Eu** 33322 NaBaScSi,07 ¢ Nats s 2. XRD Bl

# 4-2 (Na,Eu)BaScSi,O7 ® ‘e = & 32 J & Isotropic displacement parameters z_ +* &

Atom X y Z Ui/Ue*100 Occupancy
Na 0.2634(16) 0.250000 0.9970(11) 2.55(30) 0.9873
Ba 0.70446(33) 0.750000 0.53652(24) 2.00(7) 1.0000
Sc 0.7013(8) 0.250000 0.2632(6) 1.36(16) 1.0000
Sil 0.9405(13) 0.250000 0.6726(9) 1.14(25) 1.0000
Si2 0.6349(12) 0.250000 0.8386(11) 2.34(29) 1.0000
01 0.0789(11) 0.4948(15) 0.6820(9) 0.45(36) 1.0000
02 0.7298(29) 0.250000 0.5241(21) 3.58(48) 1.0000
03 0.8931(20) 0.250000 0.8401(17) 1.04(46) 1.0000
04 0.6494(24) 0.250000 0.0242(21) 1.40(50) 1.0000
05 0.5265(13) 0.0014(17) 0.7439(10) 0.75(32) 1.0000
Eu 0.2634(16) 0.250000 0.9970(11) 2.55(30) 0.0127
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# 4-3 Na(Ba,Eu)ScSi,O; ® "Ba’* # 2. /2 5 R #& Isotropic displacement parameters 2_ it

Intensity

12000

10000

8000

6000 | |

4000

2000

Na(Ba , Eu

0.02

)ScSi, 0,

R, =6.46%
R =4.56%
x’=1.962

Scattering angle 20 (deg.)

B 4-5 Eu?* 33323 NaBaScSi:07 ¢ Ba cifa 2. XRD B

Atom X y Z Ui/Ue*100 | Occupancy
Na 0.2602(15) 0.250000 0.9970(11) 0.92(30) 1.0000
Ba 0.70471(33) 0.750000 0.53652(24) 1.88(7) 0.9853
Sc 0.7009(7) 0.250000 0.2632(6) 1.54(16) 1.0000
Sil 0.9416(13) 0.250000 0.6726(9) 1.72(26) 1.0000
Si2 0.6350(12) 0.250000 0.8386(11) 2.96(30) 1.0000
01 0.0781(11) 0.4952(15) 0.6820(9) 0.49(36) 1.0000
02 0.7301(29) 0.250000 0.5241(21) 3.86(49) 1.0000
03 0.8941(20) 0.250000 0.8401(17) 1.56(47) 1.0000
04 0.6394(22) 0.250000 0.0242(21) 5.19(60) 1.0000
05 0.5258(13) 0.0023(17) 0.7439(10) 1.00(32) 1.0000
Eu 0.70471(33) 0.250000 0.9970(11) 1.88(7) 0.0147
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Cell parameter (A)

Volume (AS)

6.860

6.855
6.850
6.845
6.840 3
6.835
6.830 3

(@)

NaBaScSi207:X%Cez'+

v 7 :

0 a parameter

5.635
5.630
5.625 -
5.620
5.615
5.610
5.605 -

® b parameter

8.830
8.825 3
8.820 -
8.815
8.810 4

8.805

O ¢ parameter

322

I
0.01 0.02 0.03
Ce content x (%)

0.04

321

320 —

319

318

(b)

NaBaScSi207:x%Ceﬁ

= Volume

0.00

T v T T T
0.01 0.02 0.03

Ce content x (%)

0.04

Bl 4-6 (a) Na(Bay2xCexKy)ScSipO7 & 4 # ficer Ce® ik & 2 B 4.
(b) Na(Bay.2xCexKy)ScSipO7 & i s 14 R #4 22 Ce®* k& 2. B 1%
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B 4-7 53t 1150°C’'& % 4 -] pF#7 & = NaBaScSi,O; i $#2. SEM % o

oo KRB A-T@F F RSP TRARP k> 2 2 LB H < H g

!
|

d ARG5S 1050 im 2 B o d F 3

2 X B 4-T0)F F IR LT PG
o cPIR ge g 2

-

%faﬂaﬂzmi&%‘?°

NCTU Sb:80 SEM SEI

100kV  X1,000 WD 63mm 10pm
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4.1.2 KSrScSi;07:R (R=Eu®, Ce¥")2 & % g7 & 4p A 45 J%_

AR R FRE LA kA F ko U m KR FE L (CeO7Hg) & Aded- o
BERB LS E A u Bl 547 (KNOsg) ~ A i 4L(SrC0s) ~ § 1t 4#4SC,03)
%2 PGMS 4% » B 4-8(a) 5 ** & &8 & 1150°C 74 # KSrScSi,07 :hX % #
A ST 0 T iE FlEE ICSD R R {70t o IR A XRD Bl Y+
28 B 2 5 NI IS 5 L HEETNE ] N LY Skl ke By
@0 Hapeniisdid &7 ICSD TR #h % b 166997 “Tfip F = 2ve £ o

TPt e 7 EutT 2 CeMap s e o F b iEE ke iF o

_—~

&0
4
(-2,0,4)
-3,1,1)

— KSrScSiZO7 Host

(b)

Intensity (a. u.)

—_ KSrScSiZO_, std.
ICSD_166997

J : b@»&anMMR

I 5 I
10 20 30

20 (degree)

0
] 4-8 (a) KSrScSi;O7 £ (b) KSrScSi,O7 15 & XRD Bl 2# 2 1t #
B 4- 22 ] 4-10 A | L 42324 Ik B eH EUP' 2 Ce¥ a3+ KSrScSi,0;
¥ K48 e XRD Seo4 B3> 2% 8 A SEsHE Y 22 ICSD % 166997 5Lk 2%

XRD Bl#Apre & ot &1 AR F RTBRRDPF RRFFIN 0 T § A2
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3240 > B 4-8 W XRD S4Bl Y < 20 2 28 B =+ 5 d - {4Es4aE > L

b

KSrSeSi O :x%Eu” X6

x=

Intensity (a. u.)

x=1

ICSD_166997

li, . ,AJMI“A, LA - Lk
30

10 20 40 50 60

20 (degree)

B 4-9 7 I Eu?"jE & B~ 1% K(Sri,Eu)ScSi,07 XRD B2 2 v i
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. 3+
KSrSeSi,0_:y%Ce

Intensity (a. u.)

l ICSD_166997
|

NA ] LAL'JMI AU'L.'.

L 1 Y I
10 20 30 40 50 60
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(b) K(Sr1.2yCeyK,)SCSip07 2. B 1 & 4 22 Ce> k& 2 B 1%

52



oo d B 4-130)¢ FHR LR TR RSk o 2 A L BH 4 L H g
foo 4 AT R 580 um 2 o 0 § % 4-13(0)F F R AL F P

BymaomRd  ERLEKG 2P A -

Sbh:80 SEM SEI 10.0kv  X1,000 WD 6.3mm 10pm

Sb:80 SEM SEI 10.0kv  X10,000 WD 6.3mm Tum

] 4-13 KSrScSi,O7 2. SEM 4 i : (a) x1000 £ (b) x 10k

53



413 NagScSi,0::R (R=Eu*,Ce* )2 & =2 g dp A 5 E 7

MF BRI GUBE & A kA kB L E KR FREE (CeO7Hp) B Az ded
BeF mp i F 84 u A s (NaNOy)~ § 1+ 44(Se:03) 22 PGMS i3 ik -
B 4-14() 2 (b) & & =8 & 1100°C P2 # b & JuPF B #7 8 % NagScSi07X %
5 % Sest WE 0 MATE B ICSD TR T FIRH ShbE 20

2 ICSD #.#5 20120 ”'“r:i‘ INERE ST IR ST Eu’ % Ce3+,:€a,’g_-§- 3%

w

¥

|2 & Ao B i ¥ Eu

N

A

e Ce¥ips Eae [ ETT 5 KA EU4ES R
FEN S

A

(a) =) Na SeSi 0. Host
] ~ )
2} 2 1100°C , 8hrs
< ar
Sin e o9 u n BT e
=S d=5d < S<4 4
c = S 2~
s |® — Na.ScSi.0. Host
« 3 27
=y 1100°C , 4hrs
4
z K’J W
=
S
(c) .
1\121351:81207 std.
ICSD 20120
, | !
= | L Ll |\UL|.I
10 20 30 40 50 60

20 (degree)

Bl 4-14 (a)F f,@; 8| 223 Na38c8i207 (b) F }f& 4 ] 223 NagsCSi207 ©» (C) Na3808i207 ’f}i}—ig o
XRD Bl 2 vt &

54



B] 4-15 21 ] 4-16 A W] % 3327 bk B HEUCTZ Ce® e NasScSi0; 4 %
8 57 XRD S5+ Bl 28 2 P4 9T 5 B84 20 8% 22 ICSD T A § 20120
LR XRD Bl#tpr= & - &1 wdF %y fTHRREF ERFFPN T REE

dedn s wtF Bk J1r EUTILITZ Bre B ST s F A B

~N

B LT (f 5 T Y - B EUo- B LI - B ST R D

e

Na ScSi O :x%Eu”"  x=2.5

Intensity (a. u.)

ICSD_20120

- . H L i i . Ll J' ] { o h ! ; L1 MI
10 20 30 40 50 60
26 (degree)

%] 4'15 Na.S(SC]__XEUXle)SlZC)?XRD g]gjg-]\ Ll -ﬁi

55



. 3+ =
Nassc81207:y%Ce y=2.5

e J =

s

] =
£
w
=

2 y=0.5

E /J'\_,\_/\__r\_/k

w

‘ ' ICSD_20120

. H ) | Ll ‘ L “ ) L1l

I y I ! I ! I Y I

10 20 30 40 50 60

20 (degree)

) 4-16 Nag(Sc1yCey)Si,0XRD Bl:# 2 1

Bl 4-17 22 ) 4-18 A %) % Nas(ScyEucLi,)Sis07 27 Nas(Scy.,Cey)SipO7 &
¥l B b R R 8 er g pe s 1 BB T R B 2 BB d ot e EUT(L1TA
)2 Ce*(L.01A)ag+ L jz ' + »+» fe = Sc¥(0.745R )4+ L = » Tt § & bt
B4 EU 2 Ce™ e ak A& i3 & NagScSipOr ehds A8 A% & IR a4t »
oSt ¥ fliciE S M2 R 4 T BB R E RN B EUTE

3+ jx4 S Za N7 2 N AN = I .
Ce" i » ffeizrd > I35 LAF IR R o

56



5.370

5.365
5.360
5.355 4
5.350

5.345
9.365

Na ScSi 0 :x%Eu”"

b

O a parameter

a

9.360 -]
9.355 -
9.350 -
9.345
9.340 -

® b parameter

.

Cell parameter (A)

13.105
13.100 3
13.095
13.090
13.085
13.080 -

O ¢ parameter

?

T T T
0.010 0.015

Eu content x (%)

T T T T
0.020 0.025

660

658 -

656 —

Volume (A3)

654 -

652

650

(b)

. 2+
Na38081207:x%Eu

® Volume

T
0.000

T
0.005

T T
0.010 0.015

Eu content x (%)

T T
0.020 0.025

Bl 4-17 () Nas(SC1xEUyLix)Sin07 2. & & % #ce? EUP kB 2 M %

57

(b) Nag(Sci«EUxLix)Sin07 2. 5 = 8 #8822 EUP" L R 2. B 1%



Cell parameter (A)

Volume (A%

5.370

5.365 4
5.360 -
5.355

5.350
9.365

(2)

NaSScSi207:y%Ce3+ O a parameter

T %

9.360
9.355 -]
9.350
9.345
9.340 -
13.13 3

® b parameter

i . . . t

13.12 -
13.11
13.10 -
13.09
13.08 -

O ¢ parameter
O

659

T T T T
0.000 0.005 0.010 0.015 0.020 0.025

Ce content y (%)

658

657

656 —

654 —

(b)

5 Volume

+

. 3+
Na_SeSi, 0 :y%Ce

653

T T ! T T ! T
0.000 0.005 0.010 0.015 0.020 0.025

Ce content y (%)

B 4-18 (a) Naz(Sc1.yCey)Sin07 2. & 14 ¥ Hcgr Ce* Ik & 2 B 1%
(b) Naz(Sc1yCey)SipO7 2. ¥ i & te 44 &7 Ce Ik A 2 B 1%

58



B 4-19 % > 1100°C 42 4 - P 5 & & 1 NasScSi,0; 3 42 SEM % & ¥
oo d B 4-19@)7 FF I AT IR RAHE > T 4 ] 4ps

ﬁ' ’ —ﬂ BB ?}%

M

TAFHEEE 5~20um 2 o d F 25 HF 4-19(b) T F A P HR
HEF SR ] Bk, R 2 P ed G o F

k5 B 53 o

ot

A

=
EY
T
5

SEI

Tum

Sb:80 SEM

] 4-19 NasScSi,O7 2. SEM #: i : () x5000 22 (b) x10k

59



414  KzScSi,0:R(R=Ce’)z2 & g Bdp A 7 &%

AR FRE LA kPR R 1w KR L (CeO7Hg) & Az de 47
BEFRBLEE AL P {47 (KNOs) ~ § 1 £4Sc,03)% PGMS i3 i% -
Bl 4-20() % & + 8 A& 1050°C 78 # KiScSi,O7 e X k45 & YEid Bl - #-97
RS ICSD FAL R 2 {7 > 3 M H Yesbid &7 ICSD F R 2 4% % 5L78

413432 #tif % 2vn £ 0 F S ae 7 Cet A B L g iEE ke

7

£
® 3
S — K,S¢Si 0. Host
‘S
8
Z
Z o
g K ScSi.0_ std.
= 1CSD_413432
\ \ H | H ‘ Ll |
T | - T - T - ] T
10 20 30 40 50 60

20 (degree)

@] 4-20 (a) KsScSix0O7 £ (b)K3ScSi,O7 - # & XRD B3 2. vt #2

60



Bl 4-21 % 33327 kR Ce¥ e KiScSiOr & k #8 ¢ e XRD $E54 B 3% >
Bedp A VTR T AT SEBTAE 20 (B 22 ICSD FELE ¥ 413432 4L % XRD B

HAper &0 A7 AT RS CTHROREIEAFFPR 0 5 EAE L A

K,SeSi 0_:x%Ce”’ x=3

A A
‘*‘\J\\_&*LAM .

-

=

=

ﬁ' x=2
~—
=y

=

5 x=1
~—

=

o

Wl

ICSD_413432

". | II'..'M | |

10 20 30 40 50 60
20 (degree)

B 4-21 % F Ce ik & B~ i K3ScSi,O/XRD B3 2. 1t fi

B 4-22 5 re 3330 Ce¥ a3 JE B P Ky(SC1xCe)Sin07 8 1o F fice 8 1=

SR A B 5 e fe e Ce¥(LO0LA) g T L s Lt R A i
Sc*(0.745R )3+ L iz » F)pt e Ce* YT kA H 4 § # 17 KyScSip0p inH
o A EACUR > SR licE s 2 WA T iR BRER

RPN T Ce it » B 0 B33 LB DA R -

61



Cell parameter (A)

Volume (/—\3)

1@ K3S(:Si207:x%Ce3+ o a/b parameter
5.615
5610 % % % %
1 8]
5.605 <
5.600 -
13.655
i B ¢ parameter
13.650 - n
i - -
13.645 ™
T | | u
13.640 -
13.635 , . , ; , ; , ; , . , : ,
0.000 0.005 0.010 0.015 0.020 0.025 0.030
Ce content x (%)
(b) . = Volume
- oy 0
= KASCS‘zOr" % Ce
372 - E E + [
] |
371 -
370 T X T T T T T ! T T T T T
0.000 0.005 0.010 0.015 0.020 0.025 0.030

Ce content x (%)

Bl 4-22 () K3(SC1.xCex)Sio07 2. &+ ¥ #cer Ce* Ik B 2 B 1%
(b) K3(SC1.xCex)Sir07 2. ¥ i+ & 444 &7 Ce* k& 2. M 14

62
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* 4-7 3 A~ 7{ v Na(Bal_ZXCGXKX)SCSi207 > Na3(SC1_XceX)Si207 >
Ka(SC1.xCey)Si,07 ¥ k#5107 & Y3Als01,:Ce* (YAG: Ce)cws fc 4 i & 5

e R AT A AT EMA67 ¢ REERY

A7 Mhe e Ce¥ Y LY YAGCe 4 B AREE I T2 ik

B e S il | B3 oS (%) CIE(x,Y)
A YAG: Ce 0.86 69.21 (0.39,0.57)
B Na(Bay.xCexKy)ScSi,O 0.36 8.45 (0.17,0.20)
C Nas(SC1.xCe)Si,O- 0.71 4.17 (0.19,0.24)
D Ka(SC1.Cey)Si0 0.69 10.69 (0.23,0.35)
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02 03 04 05 06 0.7 0.8

X

Bl 4-67 YAG: Ce (A) ~ Na(Bai-2xCexKx)ScSi;O7 (B) ~ Naz(Sc1xCex)Si.O7 (C) £
K3(Sc1.xCex)Si,07 (D) & & A 12 vt i
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44 ¥ kgte kb LED #3E2 g7
A2 0T & X 2 KSISCSO7EU™ & § i % 1% b e s f 0 2 bl £

5 A435mMm EX F P AT ER KSrScSi,O7:Eu % sk » 5 ek & 365 nm

A UVLED & & ~ % % Ba,SiOfEu”" ¢ iz % SrSisNg:EUu™' 75 & » 8y & 4 3

TERIIE

2 2
xfg 1=

7

Bl 4-68 5 AF7 3 A ITF Lkt £ LED 2 EL k3 > Hpl &
LEE T 100 A TR 5 374V 0 B¢ & 365 nm sg sk E L 5 B
koo L FPIER G S LED g s engst 2 v o B 4 R E 5 (0.34,
0.33) 4[] 4-69 #77% 3% 8.k LED2_ i ¢ # R, frd ;8 4 w] 5 85.2 fr5,148K>

—

Bragk~t iy mdEr Hd Bafhife £infpig o

N
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10071 365 nm
UV chip

s
5’/ 0.75-.
2 |
Z
=
e
=
; 0.50 :
S KSrSeSi 0 :Eu” B: :Eu" Sr,SiN:Eu~
=
=
S
S 025

0.0 ~———— =
400 450 500 550 600 650 700 750 800

Wavelength (nm)

] 4-68 KSrScSi,07:Eu* (B)~Ba,SiO4Eu* (G)£ SrSisNg:EU?*(R)4x fie 365nm &, & 34 %
5k LED T R4 % k3

X

Bl 4-69 LED it% s 2 CIE ¢ R A%

104



$I%
KA A% R L 2k A e F A w5 EuP S Ce® e NaBaScSi,0; »

KSrScSi,O5 ~ Na3SCS|207 K38CSI207 —Li kA £ 5-1 ETF F\ T b ﬁ'f'&ﬂ\ln

SRLE HRTIT Y R AL L R AL E R BRIk R E Bk

x oo
551 AR ERME LB R
ek ot Lt E | Bods | B
Chal e /%r(in}; e (:mj)—d;L i;Z E—;‘r (%;:
Na(Bai-xEux)ScSi,Oy B 250~400 422 4% 20.03
K(Sr1-xEux)ScSi,Oy = 250~400 435 3% 54.94
Nas(Sc1xEuxLix)Si,07 T & 285~450 520 0.5% 32.30
Na(Bai-2xCexKy)ScSi,O7 = 250~375 450 2% 8.45
K(Sr1-2xCexKx)ScSi; 07 UVA 230~335 355 4% ---
Nas3(Sc1xCex)Si.07 ¥ 260~400 456 0.5% 4.17
Ks3(Sc1-xCey)Si,O7 % 265~440 490 1% 10.69

A2

§ - WA F Eu™ 322 NaBaScSi,0; ~ KSrScSiO; 7 NasScSi0r 4

f ¥ > NaBaScSi,0;:Eu”"¥ KSrScSi,07:Eu™ s st B4 & 250~400 nm 2
B> @ Boif Yo bk £ % 422~435nm ¥ E & 5 @ NagScSi,07:Eu® s i A
% % 285~450 nm 2. [ > fif xbtl £ 5 520 nm & ko d %38 (25°C)~300°C
#ol %P BB ¢ 300°C PF K(Srog7EUo03)SCSip07 32 %55 & i 4 % i 5159 %
= %@ Na(Bag.gsEUo.04)SCSiO7 = Na3(SCo.995EU0.005L10.005)Si207 4 %]+ 200°C

# 250°C $|i& T50(3c %35 B % 3 8 150%) » d o+ 7 L K(Sro.97EU0.03)SCSi,07
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R ) sk [ Na(Bag.gsEUo.04)SCSI207 % Nas(SCo.995EUo.005L10.005)Si207 i
HE i (BE)A B % 0.26eV ~ 0.37 eV 4 0.20 €V -

% = %4 B1E 34 Ce 4% 324 NaBaScSi,O7 ~ KSrScSi;0; ~ NagScSi,07 &2
KsScSi,O7 = #8 % sk 4% » NaBaScSi,07:Ce>" ~ NazScSi,07:Ce* ¢
KsScSi,07:Ce™ e ik B A 1 & 250~440 nm % & @ Boif it bk £ A B %
450~456 %2 490nm gk 2 Kk KSI‘SCSi207ZC63+;‘)‘%’1"% P AT
230~335 M » Boif b idgt £ 5 355nM » A G A6 k LED ¥ o o )
% F B & ot 1 100°C ¥ Nag(SCo.g95Ce0.005)Sia07 3 6 3 & W 5 F R PFenT78 % =
1 5 12 Na(Bag.9sCe0.02K0.02)SCSI:07 22 K3(SCo.99Ce0,01)Si207 5 £ 38 K& 4 %] F 5
% 38 PP 58 065 48% i KA P L AP RE o 1A i (E)A )
= 0.44eV ~030eV -0.28 eV ©

¥ = F0 A FF 1 5k K(Sro.97EU0,03)SESIO7 & £ s » 45 e 4
Ba,SiO EU”' 7 527 iz %k SrSisNg:Eu™' 7 &£ 22 365 nm UV & % 4% m & v
% LED: 4§ 558 % i 5 100 MA-"Eo R 5 374V 7 @ ¢ & A G 5 (0.34
033)~i#J 1+ Ra% 852 % ¢ ;§ 5148K ¢7w sk » g v £ LED £ 3 B
§ 2 J BRIt kqpiT e

=~ SN > sk 2= Y 5. X 2+ 3tas o p .Y oyl
Aeh A BB I A RBRET R CeTE RN A

She
I

Fetehiph W R B NI TFFF DT LE S PR TR AS

TS R BT SRR LT USRI R PR

106



JEACP R AR EA RS el B eh R E sk s PE AT N F

R DT R R R L i
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