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YELLOW FLUOROSULFIDE PHOSPHORS, PREPARATION METHOD AND WHITE-LIGHT
EMITTING DIODE THEREOF
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A novel yellow phosphor of a fluorosulfide having a chemical formula of (A|xy Cex By )2 Ca;.; Sty
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, zare 0<x =1, 0=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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Yellow Fluorosulfide Phosphors, Preparation Method
@ and White-Light Emitting D:iode Thereof
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AEARE RV BHORAMCHEAZAMF £ A
£ (A1rsCeyB)aCa,SLES, b SRR WS & 4 &4« £
P ARBTART Ce2fhztaimMrah Bx y:
LB E S A O<x=1>0<y<1 @ 0<z<1- 5B E
LHBAHHI NG T EALOAB A BRLER -
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A novel yellow phosphor of a fluorosulfide having a

1

chemical formula of (%;l_x_yCexBy)zCal_ZSrZF482 and a
tetragonal crystal phase 1s disclosed, wherein A and B are
different rare earth metals gther than Ce, the values of x, vy, z
are 0<x=1, 0=y=1, and O0=z=1, | respectively. A
preparation method of the fluorosulfide and white-light

emitting diode application thereof are also disclosed.
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N BIARA

(% 98 A B 2 45 43 5 ]
AERARAMN —EEFRARAMH > BRI F WD
—H RS R AR AMH

[ s A7 & 47 ]
B#Ae 20 4248580 4 InGaN & F st 2 3 b — 4%
BA K% WMERRALZAGRE K= F B (white
® light-emitting diodes; WLEDs)EL & F 7T Kk R Y& - #£ &
% 4 InGaN & B s # o9 8 & £ X Y;A150,:Ce’™”
(YAG:Ce A xzMHHmahwEt Amitarzs
ABFE - -FEHALETALOLABMTAOHRRBRE EET
MG S LEBLEE  BAEALLRILER  GAB L&
BAH-HGE - -KEXERAOEAR 2R LB L&
B kG E 4B K e H A% (white hue tunability) ~ &8
& % & (color rendering)M {5452t mABZ®MH T % MA
@ swmusm-

BN LBA_RBBAERAZIARESTBLAHH K%
BHEHBAEAIER > MAALAE RO KIS E
AR B BFREACABA-—BHRBIANHHUARBR
#HEEeHaLLEHEK-

[#HARZE]
Bt AEAZ-RBHRRERBE -—BEFARLDIZ
%7‘%%7‘%#7}:‘]’ ’ —E——,E\-%_(A1-x-yCCxBy)2Ca1_erZF482 é’]’fb%a‘ié
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RABRWHE LA APy ARBTAMRT Ce 24248
EHre B B x y-z ABEREB» M A O<x=1>
0<y<1#0=sz=<1-

KBEABA—FHG > HEZIHLEBTA Sc Y &

W4 4B Mikz28M4A 2B TAH La>Pr-Nd- Sm~ Eu»
Gd~Tb~Dy~Ho+Er~Tm~ Yb & Lu-

REABAZ—FHe > Ty-08  LEZFARA

# B F (A1xCey)2Ca St FyS, b F @ K -

® RERERX— Kb 0 % y=z=0 85 > ZF kB RH

B F (A, .«Cey),CaF,S, 91t £ 8

mEARB A Kb &

&9 1k

g

-

=Z=
;‘ o
y=0 H z=1 8% » L E AL S
F 4tk B A (A1 xCey)2StF,S, eyt £ 1@ KX -
RBEABAB—FHG »§ 2208 LAZFTALEA
## B F (A1xyCexBy),CaF,S, syt £ & KX -
RBEAFRAE—FTwe > §z=l B> LEZFTAER
B B A (ArxyCexB,)oSIF,S, # b 2 @ & -
® ABRRZP - BAARM-—HAXBL-_BE 26
H-HEXLKRI - BEALLEAHH  RANL2IE—H#
AE b ey | A B M -
LB COTZABILMZEASAMH > BRANE
ABA_BBELE TEZELABRABEBEZ A -
 LHBUNEEAEARBABFAZABHE S R
MEZHABTREIEBEANER - LEFARZLEELR
BARESEEHE AEAEREAE L ASEATHS
MEZ/MGEAHIREAETAYEE - EL2HTXTRS
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X ABRRFBRIFEARTEABELBRFEETE )%
BARPAZAABPRABEHBEY  UAKBAMEKR
ZHEFEREBETHERK -

[F#%F K]

FTEBEH M AAEAZERT R - Km0 bF
AR TAHLETABOSHER  THERTTLAERER
BT BERN FLHFTRIARZEZEUARABLB LY » B

@ FERRBEWEE -

HAREIBRA COHBAMH BAREAFHE
12 72 (parity selection rule)fr s Bz 4f-5d BB H A B A &
BAaEsStEzat mEF LA KEERAEER SRS (host
lattice) &5 # & Ce' A Mz K/h - # B REBEMHF
M-FEFE L -C'wy B kmeTH G &% L &% E(crystal
field strength) R#ZE# Bk REH - BH RN - H4 Ce
# Ca(Si,Al)N,:Ce> T % 4 4 % » (La,Gd)Sr,Al05:Ce’>" T %

@ 5% % > (Ca,Sr)Sc,04:Ce’ B 7T & 4t & & o

GMER > BREARERSLE COZAANLYTRR
NarBEEA_BELE  2HAA AL E AZE WA
% o R ALY T8y Y,CaF,S, &4 Sm,CaF,S, & 448
Bl » Sm,CaF,S, A — AR BEAMBRARILEHEH -
BAAZRILYER T HLLoABETRARERFAEARMYAR
AEF o THEARENREFERNEABROBTARETR
B H®E -
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b & H— %ﬁﬂndb%?%%ﬁﬁﬂ . ]
(A.xyCexBy)2Cai,St,FsS, b BB KX > UEF &F—&%’f"]'
AdEh HEEEAZMEA0.30-0.60,030-0.60) it
(A1x.yCexBy)2Cay ,Sr,F4S, t & # & & # Y,CaF,S; > & —
# v # (tetragonal) & 42 & #H(Z M # % 139 % I4/mmm) -

F oy A Ce’ 2 BB Y,CaFuS, ¥ Y 'ty A RA 0 F a%»
@ SUAY,CaFS; ¥ Ca¥ 'z FEMACE Ce’la HAM KA
MEXBREALOXS Ay Bz EREAO01- LEZ A
BEBTAHKRT CextRBM=HEHLeAET ATX
Bl T2 Sc-Y XML 4LRB - THZHEMALRAUF LTS
La~Pr-Nd~Sm>Eu~Gd-Tb~Dy>Ho~Er~Tm~ Yb

gk Lu e

Ty # z "’J#?Y‘O‘kﬁﬁ"la—*r’ﬂ' 2| R R

(A1.x.yCexBy)2Ca;,Sr,FS; 4 b £ @ K o BRI RA % y=0

o B 0 & (A;xCe)2Ca . St,FS, it 2@ X - & z=0 8> 5
(A1xyCexBy)2CaF,S, thib £ @ X - & z=1 o X FE R
B EMH B A (AwyCexBy)SIFS, it 2@ K - § y=z=0
B > %(A1.,Ce)CaF,S, it 2@ X - § y=0 L z=1 B> A
(A1.xCey)2STF,S, 9 it £ 38 R, -

EE ARz RARAA RS RE T &

/{-E b 75 F#A L izE(A1_x_yCexBy)2Ca1_erzF482 % & % ¥ #
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BB T Sk REKORLRE COHARLYLE
BAHFHZAEAEX  HEEAFTHLEIFTFZHRA > AR
H K Ce- B Cesfz#hts2 B -CaRSIr2E2V—2RBA
TCHBREY— 2B - BHAR > Y TERE YF; &
Y.S; B ERF o CaTiEE CaS R CaF, AHE AR - REA
BRH2Z —FRT X EW(Yo99Ce0.01)2CaF,S, 89 R J& R #t By
# YF; > Y,S; ~ CaF, ;A & CeF; o
REBHAROLEBHCHELR ALY ABRLLAEE
P ERHHKE - BTR AREBEBAETHRET AR
11 atm T HHABIAARRETHRELEZRSGY £
BEA900-1100°C> AEFHAALSBOEN B
TRLEDETHR X LGEHE LA -

B — BB FRE S AT A R (AL Ce,),CaF,S,

¥ y=2=0 8% » T (A1xCey),CaF,S; L @BRK - BT
® HEBRH T2 A% Y-La-Sm-FEu-Gd s Tb» £ x % 0.01>
FHAERZHWHFELE -

FIABRZ ICESHNATRS 122 Hh KR X L4H
Bi#-ZF2ABA2F%R0 | T HEKBEAEZRLRE LR -
Z—BERP 16 MM ARBEALREAEE -

& — 1 (Ap.99Cep01)2CaF, Sy 948 B A B AR B AR
# £+ A% Y- -La~Sm-Eu-~Gd 3 Tb-

B il 9 BALZ M EE HAEE &EE
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BT+ (HER) (B AR) )Xz
(A) (nm) (nm) (%, )
1] (Yo9Ceno)sCaFsS, 1075 250-547 500-800 (0.53,
(300, 337, 470) (590) 0.46)
250-542 500-800 (0.50,
2| (LaggyCeq01):CaFsS, 1.216 (338, 468) (588) 0.48)
3| (SossCenn)2CaFsS, 1132 250-542 500-800 (0.53,
(341, 470) (589) 0.45)
4| (BuossCenon),CaFsS; 112 250-545 503-800 (0.53,
(335, 471) (591,623) | 0.45)
' 5 (Gd0_99Ceo_01)2CaF432 1107 250-545 512-800 (0.54,
(335, 472) (595) 0.47)
6| (TbyssCeoosCaFaSs 1,095 250-545 503-800 (0.53,
(335,471) (548,591) | 0.45)
ki IABRE ICH ##48 AVRAR £+ % 1A
Ba Y " 2I1ICEAL - BiRR AN A THR

Mg Cmr B

e g CePtz 5d g

4 & 35 o

2B Y'a LS AARILHZER BT LRA
THREMHEERAAOEAKXRTRAEEN. -

EA—F > THAME 1 mol%ey Ce™ Br &4 18 L 60 45
EREBRER R~ A5 B % CTHRAMLYTER
UV-Ereh B AR E—FTRANZ AR EGER LS
# %% (phosphor converted light emitting diode; pc-LED) -

BE 0 £ (Y0.00Ce0.01)2CaF,S: 2 R BE ~ AERBEAZIR
EREBREOEERY  HAKREFHMBEMLS B LM
B —RARR EZBLABEFHRA(PI L L2 8 BRAR)
B Ce-S@LER R TERBAARRIMBEREMR AR
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% AR ZHIRARBKLEARCe-SELEHERE  METER
BRAEEREMMBERCABORE - TR > Ce A L®
BSBECLHARNZBHRLILBBETRAGBE 3
BhAEEREMBRLMAL o

R ARG A HEARE ABRBAZAERERR
EERERLZBEB M A ToRRY A TEHUBELR
bty B A/ NERmF & 4 & & R (aspect ratio) o

® FeH = B SITRE SRR
(Ag.99Ceq.01):CaF,S;, ¥ = Ca’*

% y=z=0 85 T 45 (A, 4Cey),CaF S, 9t £ @ K > § y=0
B z=1 8 » Bp 2t SIPR AR Ca?' s T 42 (A, Cey),SrF,S, 81k
2 @ KX o M A & N F B H X L2 B KX A
(A1.xCey)2Ca,SrFsSy B AB Y La'x 4001 z5
0~01-05& 1 tHALEZEHEFZHSF -

) 2 1A- DB AF%RH 1925 102 XRD # X
SathE - F 2A2CE SN ATRE 18 82 9 2 A8HE
BAREAAE R AN TR 2B R ARE A
& S

& = (A0.99Ce0.01)2Ca;,Sr,FyS; 89 A8 B A BB B ARE
e B

B e B FHhER &R
(BB R) (BFAR) | EBR

&)
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(nm) (nm) (x,y)
: (Yo0eC J,CaF,S 250-547 500-800 (0.53,
e a
099 =001 72042 (300, 337, 470) |  (590) 0.46)
. (Yo.00C ,C S F.S 250-545 503-800 (0.52,
e ag oSt
0.99C€0.01)2Ca0.951¢0.1F4S> (300, 335, 467) (585) 0.46)
g (Yo.05C e S F.S 250-540 500-800 (0.45,
e ag sSt
0.99C€0.01)2Cag 5519 sF4S, (331, 461) (576) 0.47)
250-543 480-800 (0.42,
9 (Y0.99Ce0.01)2S1F4S,
(299, 335, 441) | (553) 0.53)
250-542 500-800 (0.50,
2 (Lap.99Ceq.01)2CaF,4S,
(338, 468) (588) 0.48)
‘ 250-539 475-800 (0.40,
10 (Lag.99Ce.01)25rF48S, '
(289, 330, 439) | (550) 0.49)
EFZIA-IDB Y BPY 27 (F%HF 148 9% La 4 7

(K% 28 10)F > 7T 40(A,.,Ce,),CaF,S, 2 & 48 i kB Sr*”
R Ca'ma st Bk A

B> Awmy & &

5 KRR 2 S48 % B
ﬁﬁo%ﬁ,&@mﬁcﬁﬁuxmaﬁﬁ

Y2C3F482 *E ‘

e rIRAEBS ZEA Cal'a SrTx AmMYETFE

® @ a 112 Al

B % TR o
EE2A2CE T ThotrBEEARERAALES
ERBURAL AERBRARLTRE-_T Y 4
EREMBHER
@’%@%ms#thuﬁéwmwﬁﬁﬁoﬁﬁ&%w
Yo COREAABERNEARGY S

1+~7-9)% La %

FAHRIKEEY 5d %

BBREE T T EEY -

7 (E s 2 & 10)4%F

10

fo -

> ¥

1.26 A » Bp Sr*¥ER 4%, Ca2+{§,@ﬁ§/]u a ¥

2 5 (F B 1)

B M 4=
EFE - B Ltb%%air’?é'lﬁi%,ﬁi%i‘%}’é%z%
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ER=F %?(Al-xcex)2cal-zsrzF4SZ P x oz 8% K
REBLBEOOBERARSE  HEEAER X X AR
oy EH o

FHH = % BEH Y RA(ALCey),CaF,S, ¥ 2 A*

% y=z=0 8 » T 45 (A1 xCex)2CaF, Sy 9t E @ K - M A

25 BB AN 10mol% 2 E A L4 B8TF B TBRA

@ F HAmEEBET A A LEEKXA

(ApoxCeBo1)2CaF,S, - R E—HHELLBHEHFAAY

¥ #4142 BsFBASc~La~Sm>Eu~Gd & Tb: x

B 001 - KA EHRPGHALAEZHEFEZLEF - R =
HBRMERVIZAREALBRELAHE

& = 1 (Y0.89Ce0.01B0.1)2CaF,S, &9 48 B /& 30 4 5 6 B it

k%
HEEE | FAEHE & E
® £ &1 (BHER) (BAR) | BAEZ
(nm) (nm) (%, )

250-537 520-800 (0.50,

11 Yo.89Ce0.015¢0.1)2CaF4S
(YosoCeo.o1Sco.1)2CaksSs (333, 466) (588) 0.48)

250-538 520-800 (0.51,

12 Yo.59Ceo.01Lag 1)2CaF4S
(YogsCeo.o1lao1)2CaksSs (335, 467) (588) 0.48)

250-540 510-800 (0.52,

13 Yo 20Ce0 01Sm CaF,S
(Yo0.39Ce0.01Smgq.1)2 492 (349, 467) (589) 0.48)

14 (Yo_89Ceo.01Eu0.1)2CaF482 250-539 514-800 (052,

11
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(357, 468) | (589, 624) | 0.45)

250-545 511-800 (0.53,

15 | (Yo.59Ce0.01Gdo.1)2CaF,4S
(Yo.85Ce0.01Gdo.1)2CaFs5: (358, 468) (594) 0.47)

250-539 520-800 (0.52,

16 | (Yo.89Ce0.01Tbo.1)2CaF4S .
(Yo.85Ce0.01Tbo.1)2Cak 52 (356, 468) | (548, 589) | 0.46)

A P2 ERPHOEAKE ARBAGEBREEER
BN TR — (LA —)HER ATUE_HAHLS
BT B RIRARE—HEHLEBET AT HALRE

o KM EHER N -

9 4 m : B SritEL AR (A;.Ce;B,),CaF,S; ¥ 2 Ca’”
‘ y

F # F % # = ( F = # 11-16) =
(Yo.50Ce0.01B0.1)2CaF4S, » FH BA St R HE b2 Ca® RiIEH
BRBAHBAHPE AERpRwAr - § 3A-3C
SR AETERE 1218 81 23 Z AR FRABRE AL -

®
#m . (Yo.89Ce0.01B0.1)2Ca,.,Sr,F4Sy 948 Ml R B L &

BB ABE
o A8 E &5
K 5 (BB R) (BAR) A
(an) (nm) %)
11 (Yo0.89Ce0.015¢0.1)2CaF4S;, 250-537 520-800 (0.50,
| (333, 466) (588) 0.48)
17 | (Yo.89Ce0.015¢0.1)2CageSro.1F4S, 250-545 503-800 (0.52,
(300, 334, 465) (585) 0.46)

12
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® 14

. 22

250-538 520-800 (0.51,

12| (Yos9Cepo01lag1)2CaFsS; (335, 467) (588) 0.48)

250-546 505-800 (0.52,

(Yo.89Ceo.01L.20.1)2CageSr0.1F4S; (298,331, 467) (585) 0.45)

250-538 520-800 (0.52,

23 (Yo89Ceo.01L20.1)281F4S,; (365, 473) (594) 0.48)

250-540 510-800 (0.52,

13 (Yo.89Ce0.01Smp 1)2CaF,S; (349, 467) (589) 0.48)

. 250-546 501-800 (0.53,

19 | (Yo.89Ceo.015myg.1)2Ca0,9S10.1F4S; (300, 335, 468) " (587) 0.45)

(Yo3sCeoorBta)sCaFiS2 250-539 514-800 (0.52,

(357, 468) (589, 624) 0.45)

20 | (Yo.89Ceo.01Eu0.1)2Cag 9S10.1F4S; 230-546 >05-800 ©1

(299, 332, 466) (586, 623) 0.44)

15| (YossCeonGda1)2CaFsS, 20> SE0 ) O

(358, 468) (594) 0.47)

21 | (Yo.89Ce0.01Gdo.1)2Cag95r0.1F4S, 20-527 200-590 ©-25,

: (275,327, 467) (587) 0.49)

16 (Yo.89Ce0.01Tbo.1)2CaFqS, 20539 720-800 ©-2

(356, 468) (548, 589) 0.46)

(Yo.89Ce0.01Tbo.1)2C209510.1F4S, 20-527 207800 ©31

- (283,331,463) | (547,588) | 0.48)
EEAWREZ3AICEHY » THEAKBAELABELL

PR AEEZERMBALSERAAE LHEEEELE

FHF MLHERAELER

= I s A
» Z B %

F 5 {5 w 88 T

energy)mm =

3, 15

13

HAE &5

ZEMGE

ZARE o LB E A — B
mibdh &) BB R HE B R
BFOREARER=
EHEREEHE

& (emission

FEK
R I
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THAEZCEEEHEELRLE > #ldo CeS &2 #F-
BTHBOT L

R (Yo0.99Ce0.01)2CaF,S; $2(Y.909Ce0.01)2STF4S;
ABRBABRENBRERE

W R ‘P » AR B R E #H (Y0.99Ce0.01)2CaF4S, &
(Yo0.99Ce0.01)2StF,S, & & 2 % & 3% K (photoluminescence
intensity; PL intensity) X # % - £ 4 B8~ H A CaS:Ce’* ~
(Yo0.99Ce0.01)2CaF4S; $2(Y0.00Ce0.01)2S1F4S; &£ 25-225C R K
BEZARBEABRE |

LF ABY  BAFMAETRAZIABRETARETHE
EARZMTHE > TAXBAZHREE T > eHEE T
RO RBRERMEZETL  2AEF BEH -
At CaS:iCe’ » ZA AR RBERRE - BT
AREBETFEHRALYHEIBRIET  EBREFFEATERD

AF 4B F o (Yo99Cep.01)2CaF,Ss £ (Y0.99Ce0.01)25rF4S,
2z AE{E45 % % 5] % 0.3741 & 0.3829 eV~ L i AE 4 % Ce’”
BEFHRBEBEE Sd EBAEHTILE - BB
(Yo0.99Ce0.01)2CaF4Sy * (Yo0.99Ce0.01)251F,S2 B A &8 & 8 /& 1L
55 0 3 8 (Y0.00Ce0.01)2S1F,Sy F 2 Ce’ B % #9 & 35 % & 8 1%
2 # o

FHH X ¢ (Ag99Ceo.01)2Cay,Sr,FsS; Z pc-WLED & A

14
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£ LT AT > (Yo.99Ce0.01)2C2;1..ST.FSy 2 2 5644 #
BRABE pc-WLED £ » £ % z 551 % 0.55 & 0.65 #
BETHEE 460 nm E 2 InGaN E LB XA — BB S A -
% S(B A WLED 2 # A TRAARKERZIHEALE - &
SOBASAARLHFEAMFZ WLED & EERE 1L
- £ B S P (Yo0.99Ce€0.01)2Ca0.65570.55F4S2 42 32 A&
YCSFS-0.55 »  (Yo0.99Ce001)2Ca055ST06sF4S, 42 2 %
YCSFS-0.65- £ 5B YHMAETRARAALAELE h HER
KM H 1k mIF L > Mk pc-WLED z & &t 45 # (color
rending index; CRI)Z Ra & & 74-85 -
%% %A YCSFS-0.55 g1 YCSFS 0.65 & A # pc-WLED
&4 & K B AE -~ & 8 (correlating color temperature; CCT) ~ &
&l R AKFE Luninous) sy 8 M TR EHE - R A
@ YAGICE&ti M2 B pe-WLED » £iR & 145 H(Ra)A
70-75 & B % 6900 K o 2% 40 pc-WLED 48 » AMH A
AFRGHFEECEHABRAYER  REERMEAABRALE

AE B AM%S LS R 2 YCSFS-0.55 82 YCSFS-0.65
FEAMpc-LED # » AR AZREEBHFMH

g |BE|CEER | &B | Reh | BrxE

15
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(mm) | (x,y) K) | #(Ra) (Im/W)
(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,
o YCSFS$-0.65 | 2 5,812 85 27
0.31)
(0.41,
3 3,511 74 17.43
0.41)

BARAABACUTR T ABEL L RE LA UR
RAZRH EMATUREEL  ARAMBAEH B
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