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BERHFAHRAE

(ARNAZTHKX  BEEFE  HHEZEEH XKLL BHHHEE)

X P FER Joolo 9py b Oofkll/ﬂ (2006.01)

—~BHLEE (Fx/HEX)
AT EAB AR BT HREGAB A
i
Yellow Fluorosulfide Phosphors, Preparation Method
and White-Light Emitting Diode Thereof

— - PXBRHBE
AEARE—ENFANATLD T AR ALAHN  HEA
A (A1xyCexBy)2Ca1St.FS) BB ARW T K 4 &H#H - &
FTHHARBTART CexspzEMHLLE B xy-
ZOBEHBE 2> A O0<x=1'0=y=1#20=z=1- 58 &
Lt BAMPBZHETARL oA ZER -

ERXBARHEL

A novel yellow phosphor of a fluorosulfide having a
chemical formula of (A;«,CesBy),Ca;,Sr,F4,S, and a
tetragonal crystal phase is disclosed, wherein A and B are
different rare earth metals other than Ce, the values of x, y, z
are 0<x=1, O0=y=1, and 0=z=1, respectively. A
preparation method of the fluorosulfide and white-light
emitting diode application thereof are also' disclosed.
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(—)AEHEZKREBA % (5) B -
()AREZBZAHFRBERA
YCSFS-0.55 % (Y0.09Ce0.01)2Cag.655r0.55F4S>
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N> EARA

(%4 0 A7 B = B 47 48 3% )
ARARAMPN R AEAMH > EHIRZARM
—HBAGIEHZEARE LM -

CAIE:E D

B# 4 20 i 4 9A L InGaN A A a2 5%k — 4%
BA A% BWMERRBLZALE L= & (white
light-emitting diodes; WLEDS)E. & F T R R &yt R - # &
% 4 InGaN & B 7 % & & & & 8 2 Y;A1,0,,:Ce"
(YAG:Ce B xzHMmutmit Amitatzs
AHE-FEHALBERAZCLEBHRTAORBE EET
BELBAEBLR - AEHARLLER  GABE L&
BAE—FiHk  REXEROLAR - 2L aH -1
ek e E A Gk & H A & (white hue tunability) ~ & &
B & & (color rendering)te 42 > M BB LM E HHE R
FTHRBAAFM -

BAMEAAEA-—BRAAERZIAETELAMM > X3
RERINRBEAXIER MAALAEHGFEELLEE
AR-B  ERZ2AGABA-—BRRIFMHABURBR
HaFelats i gk

[#9AnE]

Bt > ABFAX-—BHRRARB-—HEF AR Z
% )6 % 7,(37,‘# 7}“} ’ -/E:‘ ‘E‘ %‘ (Al-x-ycexBy)anl-zsrzF4S2 é’] 1t 'ﬂ%g’ —'@
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XBOF B AGEHE A FPHARBTART Cezsbz 48
BEWH#HLeRB B x y~z 9BBAHEBE A 0<x=Z1 >
O=sy=1#0=sz=1-

KBAFA-FTHY > THEZHLEBTA Sc- Y &
WALB - T2 %42 BTH La~Pr~Nd- Sm~ Eu-
Gd~Tb~Dy>~Ho~>Er~Tm >~ Yb & Lu-

RERBAS —F%p > & y=08 > LEZFARL
## B F (A «Cex)2Ca;,Sr,FsS, 8916 £ 318 R -

RKBEABEAX—FHE > & y=z=0 85 > B 7R AR LM
# B A (A.xCey),CaF,S,; 1L £ 38 X, -

RBARABRAF—FTHs 0 £y=0H z=1 8% & LS
F# B A (A1 «Cex)aSTF,S, #9162 38 KX -

RBEAERAB—FHH > § 2208 L2 FLER
# B H (A «,CeBy),CaF,S, #y 1L £ i@ K -

WBREHAB—FHp > § =1 F > Lz FALEA
M E A (A1xyCeBy),SIF,S, 9L £ i@ &, -

ARAZF—RBEARB—HEeABEA—BH He

—HEAARI—HELBRAMH  AEAWMEZE—H#
BUARAE 40 80 % 6 B R MR o

i CTZ AR ZERS MM RANE
RBEXA—BRE THZELELRBEZ Gk -

LABRARNZFARBABEIRAZHHLHE Uk
BREHABTNEEERARNYESR - WHEARNETLIEA
BTIAFHATEBRL  BERAELIEAI B KE AT B
MEZ/MAEAHF IR EAEANERD - A2 TFTXEHRS
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A& AEAMBRTABFREA BT BELETTE R
AR AZIEARABARLAEAB N > RAKERAMAEKR
ZRIEFERETREHK -

[F#%5 K]

TEHREH M ABABRZERFTX - hd o T
FZATASHEABMSHER  THERBRFTTALHER
B THHEEN  BFEHERFTARERRA LB > B
FRXBRHEEHHTE -

HAKE L HHA C B MM BLAEAFTHE
3 7Z (parity selection rule)fr Ao 3F 2 4f-5Sd EBH L B A E
BAEsbEak mAHELERERR & E 8 5% (host
lattice) & # & Ce' ' mrAK M Z R/ - HBHEARLHA
Mo-FF L Ce Wik TH G A% E Y%A (crystal
field strength) R#IZEH F XA KELE - oI RR > B3 C
5 Ca(Si,ADN,:Ce* 5T % 4t 4r & » (La,Gd)Sr,AlO5:Ce’ 5T %
5% % 0 (Ca,Sr)Scy04:Ce™ B T3 & 4 & -

HBER  BEAEHELEBR COZRAALHTRER
NarBELA_IBEL BH5H4AF AFILYE LS4 M
% mAsits ¥ey Y,CaF,S, 4 # Sm,CaF,S, & # 48
Bl > Sm,CaF,S, A% — BB LM BRSO MEH -
RERBILYEETY HLeBBTFTRABRBFARMYH AR
R T TEHEAERAFHNEEEENE AR BEALARETR
LWy -
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BEA ALY ZRAEREHH

£ ot ] Bt — ﬁﬁl,ndb%;sh%foﬁﬂ . ]
(A1.x-yCexBy)2Ca;.,Sr,FyS,; ey 2@ X » A&k k4T
KHEFR H&E EEMEA0.30-0.60,030-0.60) kit
(A.x-yCesBy),Ca,.,Sr, F482 B RSB Y,CaF,S, 0 & —
#% v J (tetragonal ) & 2 & (X M2 ¥ 139 3% I4/mmm)
¥ ey A7 Ce’"f BA Y.CaFuS, ¥ YW B REK R a%»
Sr*" % Y,CaF,S, ¥ Ca”’ 2 #FBRK-B Ce’ & M H ¥ 4>
HEXBEHEBAOX=S] mMyHRzEHEAO0-1- Ltz A
BBITART Cextaey=FMmLehaF Ak
Bl T & Sc~ Y MA LB - MEZHALBRABLTAH
La~Pr~Nd>Sm»>Eu~Gd~Tb~Dy~Ho~Er~Tm~ Yb
% Lu -

Ty B oz 3 FEH 0 EN 1 o THFERE
(A1x-yCexBy)2Ca,St.FyS; s 2@ KX - BHI R - & y=0
B > A (A1.xCex)2Cay,Sr,FyS, it @ X - & z=0 85 > %
(A1 x-yCexBy),CaF,S, ty b 2@ X - & z=1 8 » Ll 2 & &
#AHMEE (AyCeBy)SIFS, L @K - § y=z=0
B > A (AxCex),CaF S, it %@ K - & y=0 B z=1 5> 3
(A1.xCey),S1F,S, #9238 X -

RARBRIEHZIRAEABRAHRGORHA Y %

LT RAL L ii(Al-x-ycexBy)anl-ZSI‘ZF4S2 ® A o)
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Ml E k- S REKSABE Co'w A sl &
ABAMM LS  HESAETHLE T ET LA > FKR
HH Ce- M Cespz#Hr4 B - CaRSrz220—48 &
R ED -2 BRI - BHXR Y TEE YF %
YoS; B RR - Ca”’ TiE4F CaS & CaF, AR R - R A
FHAHZ—FRT X EW(Yo.09Ceo01)CaF,S; 69 R & & # Bp
# YF; ~ Y,S; ~ CaF, ;X & CeF; o

RGEBHIBROLBHICHBRLEBACHABRLAELE
ERHHKRE - BTR EREBBALATHEETRXRAR
A1 atm 2 HHABIAABEETRELEZEA4H > &
BEA900-1100°C> HEH/INAALSMGEME L
TR EHETAH R X LG4 Bgma -

K —  ERREH A0S K (ALCe,),CaF,S,

% y=z=0 B » T 1F (A .xCex)CaF S, 8yt 2@ KX - @ F
HEHH Y2 A% Y-La-Sm~Eu~Gd & Tb> B x & 0.01
AR LR HEFEHF -

FIABRE ICE>HATHRF 12 2ZH KX L s
B-F2ABATHRG | 2 hugbdi basgthit-
R— BT mA 1-6 248 M A& 8 2R B R BIE -

R — " (Ag99Cep01)CaF Sy sy Aa Ml o BB 8 R BB AR
# > HEPAABY -La~Sm-Eu-~Gd s Tb o

T %4 9 Bufrz B S B FAEE e
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RFF14& (B R) (B AR) AR

(A) (nm) (nm) (%, )

1} (Yo99Ceo.01)2CaF4S;, 1.075 250-547 500-800 (0.53,
(300, 337, 470) (590) 0.46)

2 | (LagggCeq01),CaF,S, 1.216 250-542 500-800 (0.50,
(338, 468) (588) 0.48)

3| (Smygg9Ceq1)2CaF4S; 1.132 250-542 500-800 (0.53,
(341, 470) (589) 0.45)

4| (Eugg9Ceqg1)2CaF4S, 1.12 250-545 503-800 (0.53,
(335,471) (591, 623) 0.45)

5| (Gdpg9Cey.o1)2CaF,S, 1.107 250-545 512-800 (0.54,
(335, 472) (595) 0.47)

6| (TbggeCeo01)2CaF S, 1.095 250-545 503-800 (0.53,
(335, 471) (548, 591) 0.45)

i IABARYE ICH f#48 A KRR £F% 1A
Ba Y ' 2I1CESA LS - H#BAR KD AT THR
Mg Ce' w B mu® Co¥ 'z SdaEme & n
o8 Y8 LS RARCH I IR EKAEE 0 HERK
THREMHBEEFARAGOBEARETREE N -

Rk —F  THBRME 1mol%ey Ce’ B B A& K oy %
ERABAEE > K — A 7B C W RAMILH T #HE
UV-EAS MBEAR E—FRANB LB EAF A=
#& % (phosphor converted light emitting diode; pc-LED) -

B £ (Y0.99Ce0.01)2CaFsS, Z A - A BRB ALK
REBARGEEBETY HAREFMBELB R B
o —BRRARR > EZBABBETFHRAKW 4 L' wBwK)
B Ce-SHEZR THAREARRRIMBERENB YA



201226531

MR EHTFRAKKLSER Ce-Sitmam Bl eEmn
BRERE OB EREMBHORE - R Ce ALY
SRS BERLIARAZBEALLER TRANEE > S5
BAEEEMB R LR o

R AR A HE LSS ARBELZRAERER
CEBEZEER | Bk ToREe AEM MY TR
fbih & & KR W& A4 89 & &tk (aspect ratio) ©

FHpl = RXSIRESRK
(A0.99Ceq.01)2CaF,S, ¥ = Ca?*

g y=z=0 8> 7T 45 (A .xCey)2CaF,S, th it £ 318 X » & y=0
B z=1 8% » Bpox SrPTE K Ca®' oy T 48 (A,..Cey),SrF,S, 8 1k
2 @ X - ™ K &2 ¥ K % 2 1t £ @& X A
(A1xCey)2Ca;,Sr,F4S, ¥ A A Y & La>»x A 0.01>2z 3
0~01~05& 1 HMA LA ZHHBIELHF -

# 1A-IDE 4 3 AF5H 19245 102 XRD # X
Gtk £ 2A2CE S5 HE%S 18 829 2 ks
BEBREAAL R_BABWNETRUIZIAKBELRER
#E -

& = 1 (A0.99Ceq.01)2Ca;,Sr,F,S, 89 48 Bl 6 B 5 L % %
& oI

o8 o Y BAEE &R

& B 15
(BB R) (BAR) ).
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(nm) (nm) (X, y)

| (Yo.09Ce001),CaF4S, 250-547 500-800 (0.53,
(300, 337, 470) (590) 0.46)

7 | (Yo.99Ce0.01)2Ca0.98r9.1F4S, 25045 203-809 (932,
(300, 335, 467) (585) 0.46)

250-540 500-800 (0.45,

8 | (Y0.99Ce0.01)2Caq 58rp.5F 48, (331, 461) (576) 0.47)
9 (Yo.05Ce0.01),SE4S, 250-543 480-800 (0.42,
Rt (299, 335, 441) | (553) 0.53)

250-542 500-800 (0.50,

? (LaosoCeoan):Catss, (338, 468) (588) 0.48)
10 (Lag 5oCe0.01),S1F4S, 250-539 475-800 (0.40,
(289, 330, 439) (550) 0.49)

AR IA-IDBF B Y 25 (E%#H 1 8 9)& La 4 )
(B85 28 10)F > T 40 (A, 4Ce,),CaF,S, =z & 48 3t kx B Sr**
B 4%, Ca2+r‘ﬁa B B A K% 2 &4 % R Y,CaF,S, 4
Bl Amy &AM Am > SITRA Ca’’4 » XRD 44t
BB EBE REA Ca'f SrtTz ARMMBRFE
a5k 112 A 1.26 A B SIER 4k Ca®' 4k @ 3 o B 6
BAEAE -

EF2A2CE T Todbugaba gt rs
EMBHNRAR RERBRAZELETRE-_FY 25 (FT %A
1-7-9)8 La 247 (K% 2 8 10)/F40 - 2 R ENB AR
B> REAR SICRKA Ca’ @8 m B HMA - A3 LT H
o CO R RAARBEAMNEARBMAES )Y Bap
FAERERAEEY SdER BABRRI HENBE LLE2E
B REL T EEH -
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’&%:‘CP ’ %(Al-xcex)zcal-zsrzF4SZ ‘P—‘& Z{E%}QB#‘ ’
REBFABREOREEATHRE  HEEAEBR P2 x AR
Doy EH e e

o= R B H»RML(ALCe,),CaF,S, ¥ 2 A%

g y=z=0 B > 7T 13 (A.xCey),CaF,S, et @ X - K
A5 FHRHPIAN 10 mol% 2 ¥ —HMH L4 B&8T B RA
¥ - H L 4 B B TF A H L2 @K B
(Ag.oxCexBo1):CaFsS, c Ry E— ML BE T AABY >
B_##MLr4e&BsFBASc-LaSm->Eu-Gd &% Tb: x
00l - RAFNERPGHBLAZZEF R85 - k=
HAMERSZAKERLREAHIKE -

£ = (Yo.39Ce0.01Bo.1)2CaF,S, #4948 B 56 4%k 2 82 % 2 3

X B iE

B R E 3k 8% E & B
T 5% 1) (#HR) (BFAR) FE A%
(nm) (nm) (x,y)
250-537 520-800 (0.50,

1T | (Yo.89Ce0.015¢0.1)2CaF,4S,
(333,466) | (588) | 0.48)
250-538 520-800 (0.51,

12 | (Yo.39Ceg.01Lag.1)2CaF,4S,
(335,467) | (588) | 0.48)
250-540 510-800 (0.52,

13 | (Yo0.89Ce0.015Smg ),CaF4S,
(349, 467) |  (589) 0.48)
14 (Y0.39C30.01EUO,1)2C3F4Sz 250-539 514-800 (052,
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(357, 468) | (589, 624) | 0.45)

250-545 511-800 (0.53,

15 | (Yo.39Ce0.01Gdo.1)2CaF,S
(Yos9Ce0.01Gdo1)2CaksSs (358, 468) (594) 0.47)

250-539 520-800 (0.52,

16 Yo0.59Ce0.01Tbo.1),CaF,S '
(Yo.89Ce0.01Tbo.1)2CaksS, (356, 468) | (548, 589) | 0.46)

REZFPZEHRPHAERE ARBAEBRRAEEBE
BN E®RG —(LER-)ER ATFTRE_HEH LS
BT B N rRAE-—HALLBETF A HELHRS
W E BB

KHH W X SrER K (A1..Ce,B,),CaF,S, ¥ 2 Ca’”

E K % # = ( F = # 11-16) =
(Yo.59Ce0.01Bo.1)2CaF,S, » B Sr B AR HE ¥ 2 Ca® R iE3
AR ARHBEANTE  E& R EkwAT - ¥ 3A-3CH
A AT ERH 12 18 8 23 2 ko B B Lk -

Zm 1 (Y9.359Ce0.01Bo.1)2Ca;.,Sr,FyS, 8948 B A& % H A
B R

2 & o Ak B AHE N4
L (R ) (B AR) JE A%
(nm) (nm) (% y)
250-537 520-800 (0.50,
11 (Yo.89Ce0.015¢0.1)2CaF S,
(333, 466) (588) 0.48)
17| (¥0.5C%0 0180 11sCasSt0 1 FsS 250-545 503-800 (0.52,
0.891-€0.015C0.1)2LA0.99T0.11" 452 (300, 334, 465) (585) 0.46)

12

LrE



201226531

12 (YossCeoo1Lao.)sCaFsSs 250-538 520-800 (0.51,
(335, 467) (588) 0.48)
18 | (Yo.89Ceo.01L29.1)2Cag9S10.1F4S, 20-546 20-800 (032,
(298, 331, 467) (585) 0.45)
23 (Yo 35Ceo01La0.):StF4S; 250-538 520-800 (0.52,
(365, 473) (594) 0.48)
13 (Yo 55Ce0.0,Simo0 ):CaFsS, 250-540 510-800 (0.52,
(349, 467) (589) 0.48)
19 | (Yo.89Ce0.01Smy 1),Cag 9Sr0.1F4S; 230-546 ‘501-800 (033,
(300, 335, 468) (587) 0.45)
14 (Yo.sCeo0:Eto);CaFsS, 250-539 514-800 (0.52,
(357, 468) (589, 624) 0.45)
20 | (Yo89Ceo.01Eug.1)2Ca9 9510 1F4S, 20-580 209-800 (031,
(299, 332, 466) (586, 623) 0.44)
15 (Yo.15Ce001Gdo )2CaFsS, 250-545 511-800 (0.53,
(358, 468) (594) 0.47)
21 | (Yo.89Ce0.01Gdg.1)2Cag 9Sr0.1F4S, 220-527 206-800 (.56,
(275, 327, 467) (587) 0.49)
250-539 520-800 (0.52,
16 (Yo.89Ceq.01 Tbo 1)2CaF,S;

(356, 468) (548, 589) 0.46)
250-527 507-800 (0.51,

22 | (Yo.89Ceo.01Tby.1)2Cag9Sr0 1F4S, i
(283, 331, 463) (547, 588) 0.48)

AEAWARE3AI CEY  ThoHARBERLLRELL
HPHEARRLENBALSEAAR BHEREAEZ LA
%ﬁ@’ﬁk&%&iﬁﬁmwzxmowﬁ%mm—
— o TR ARt &EREHE LK
energy) = BFORERXEBR=_FEHETFEKR -
K EHREmBATEEAREIHFELEETLSSSE » &

& (emission

» — B
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ThHAEEERN EFZSHERLIEE > i Ce-S 28 2 £ 18-
BEF M E L o

EHHE . (Y0.99Ce0.01)2CaF S, $(Y0.99Ce0.01)2STF,S,
ABRBABREHOBERE

EERGIET  HIFFREBREH(Yo.00Ce0.01)2CaF,S,; f2
(Y0.99Ce0.01)25rF4S, &9 % 2% % & 3% & (photoluminescence
intensity; PL intensity) 2 % % - £ 4 B &~ % A CaS:Ce’”
(Y0.99Ce0.01)2CaF4S; $2(Y0.09Ce0.01)2S1F4S, £ 25-225°C & &
SRz ARBEALRE -

AR ABTY  BAMETRAZIABREABRAECHE
Eftem TR TREABATHREN T €HETTFE
SR RBEEDNEIRTFL - AR ABRA =T
HAib# CaS:Ce’ > Z A A M LHey BB EHEE - BT Y
ANRBRFEFHILHOERLE T EB8BEFFHEKTRD
BN R o

EHAB F > (Y0.99Ce0.01)2CaF4S, #2(Y.99Ce0.01)2SrF4S,
Z AE 54 B » %] % 0.3741 & 0.3829 eVe L it AE 4% % Ce’”
BETFHBERBEE Sd EBAFEHFTILE - M BEMD
(Yo0.99Ce0.01)2CaF S, » (Y0.99Ce0.01)2S1F4S, B & 8 & 45 7% 1t

E v b % (Yo0.00Ce0.01)2S1F,S; F 2 Ce’' ik % 89 & 35 5% & 81K
Z H o

KB 5 ¢ (Apg9Ce.01)2Cay.,Sr,FyS, 2 pc-WLED & A

14



201226531

AR EHB P 45 (Yo.00Ce0.01)2Ca;..ST,F4S, 2 & 4 #
BRA™Hi#% pc-WLED L+ » £ ¢ z 43 % 0.55 8 0.65 i
BETHE 460 nm E X2 InGaN E LB A BB EE -
% 5(a)8 A WLED 2 i T R bk KRB B B Lhit - §
SO)B &2 A REtpl & AEMHx WLED & & & 42 %1t
B - £ % 5 B ¥ > (Y099Ce0.01)2Ca0.655r0.55F4S2 4% 22 A&
YCSFS-0.55 > (Y0.99Ce0.01)2Cag.55Sr965F4S, A& & A
YCSFS-065 £ SEYWATRAAALAE LS A HEE
A AL mIF 2 0 @k pe-WLED =z & & M 35 # (color
rending index; CRI)Z Ra {4 & 74-85 -
% AR A YCSFS-0.55 &1 YCSFS-O.65 J& B % pc-WLED
8 & B B2 - &8 (correlating color temperature; CCT) ~ &
&t 45 BOAR B kB E (Luminous) g 48 B K S 83 - £ A
YAG:Ce™ % 4 # 2 ¥ 40 pc-WLED » % 3% & 4 35 $ (Ra)
70-75 0 & & % 6900 K o $1 F 40 pc-WLED 48 & » K #i# A
ABOWMELHABRYNER  BEERHARBRESRE
M BT o

AL AR ELB BB 2 YCSFS-0.55 81 YCSFS-0.65
BERAMNpPc-LED#% » R AL R EEABHEMR

EhH |BE | LEAR | BB | HEH | BAHE

15
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(mm) |y [ K [ yre | (mwW)
(0.31,
1 6,962 | 83.5 19.8
0.21)
(0.33,
YCSFS-0.55 | 2 5,320 | 84.9 16.7
0.33)
(0.37,
3 4,201 81.6 14.2
0.37)
(0.30,
1 8,772 | 83.9 29.18
0.26)
(0.32,
YCSFS-0.65 | 2 5,812 85 27
0.31)
(0.41,
3 3,511 74 17.43
0.41)

RARABACUAERFIABEL L KL IBUR
E$%%’&ﬁﬂgk&%%’ﬁ$%%$%%z%#%
ﬁ@m’%ﬁwéﬁzi%ﬁ%%’@%$%%zﬁ%ﬁ

BEREMZFFEHREMA R LA 2R .

(B ERHA]

CEER LR £ S N Y N S S Y R
RERABHNE  FHEXZRAw T :
ZIA-IDEYAAERE 1928 10 24 % X 5%

4 5% B 3% -

FRL-2CE A AHERE 18 19 Z AR B

Bk -
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FOAICE SN ATHRS 12 1881 23 2 ks sk
B A H -
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