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Separation and Recovery of Rare Earth Elements from Phosphors in Waste Fluorescent Lamp ~ (Part 11
— Separation and Recovery of Rare Earth Elements by Chelate Resin —
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Wz HOCIRDBIG D XERo &z Hnwie T 7 >
BAVEZNWIST A—&—ik (FPHE) T XDt Uiz, Fi0i
SR O L RT R e By iR %, TR 1L 2 VLT ICP
HAHEDHEIC KD ER LTz,
FL— MBEORERENTABREOERICE, &F L
Fa (b4 (99.99%) Z R /5 & TYAM U TIEH U 7 BEHEVA TR
ZRTEDREICREA LBl Z AWz, TOMOKHEIZ TN
TRRL DL DZER LTz,

AF PR =Rk E S TR
L— MBS CR11 (LAF IDA RIS &9 %) & TEfFEEL
TEFEMMEFTEM LIz MY o =FEBEELIOF L — MM
fE (LN NTARIE & 9% ) Y W7z, L7z IDA Kig,
NTA BfE D1 4 v xthssm (RER) EFZ NN 0.4 ~0.5,
0.9~1.0mmol/g—#fig, ki ¥ FE300~1800 . m, 250 ~500
pmTH5b,

2.2 FRERIEH

F A5 TTEORMEHEFRTR Y TRILTBED, &
HKEEFRBCREESNS Y, Eu L HGEERBCREHEIN
% Lla,Ce, Tb DN EZHMNE LT, MBEEHESFDR
(k72 X > 7o o [ (E R &2 A ) 1&9° X T 100g/1,
MWEIE 3, 6,9, 18N (), BHEE 20, 70, 100,
120°C & Uiz, i i 23 Uiz tk, 7 LI T E % ICP RS
HOMETEB L TRIERZEM L 2,

2.3 IDABISIC 513 3 7 T £ OB

BRI D SIE A 4 > % S TKERICF L — MRS EIZ, K
VD pH B AL E BT & 2 DOBREERE Ny FETHAN
Voo FIRIEOEBEA A KT B LE S & BRI 1R
% I RRCR R & & ARy FETHEHA, NTA
B I DV TR ROV I o 72 7o IR R P I SR I 71 5
LA B BT 5 12,

IDA B 1g % & 54 U b pH 8 L 7= 7 + 5% 8 78 %
(%5 0.01mol/D) 100mlIZ IR B0 CHEY T 2T v & A2 —
S — 300rpm THE U4, T pH & VAT 0585477 it
ERELT, WERERDE, HRERET THESBEED
MR 0.001mol/l & U CHEKICIEERERNE L, DA HER
Kd = (BIEIC RS N 2B E / Bl O ER) %R -,

2.4 T Lok

7T N EEFEBICIE AN 10mm, £ 50mm OH T A
N LR UE, SMBOEEZR 1 IR,

IDA BffE DRSS L A T TR 2 e, BT s2FL—1
RS2 FEdic R Lz,
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R-Na, +M"*— R-M,+2 Na*
‘R-M,+nHCl — R-H,+MCl,

WD KISICB VTS 2 MUY LA X ez
WAVNL S B8, FLETENKEY L U TR IC
Wt d %, COWREAERZR< Tz, BEOERED—&%Z
F U LENERERNCER LTz, & 51C, pH3.0 DIEEE
B TAYT 4 azvyTritolcth, RERICHERL T,

NTA BIEOREER & & LR 2 fiid, BWHlT 5+ —
MMERR S E FRRicR Uiz,

NTA 8RO #hE R
COOH

2
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NTA #R 0 RIG

R-Hy+M"*  «2R-H,_,M+nH*

YT
o 0.2~ 1.0ml/min
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Bifg & pH3.0 DIEMBKR Ca YT+ a =V
S5HWz,

HAaHIE 0. 1mmol/l DR EEERK = 7z, pH3.0 DR
BIEUER 2 1T LOGBR LA T EITEZBEICRE S B
%, IO (ZEREE (S.V ), BHKO pH EZhZNn
0.2~1.0,1.5~2.0 L Z{LETETHBET >/ BT L5
OBEHKRIE TSy aryal s Z—TolL, FEETEE
I3 T ¥ 2 VT ICP B o THRIE Lz, &M
EEZTHELNZ 70X T T LE7HEE Rs TR L 7z,
DHEEEDHENS 2 TRORFRMOE (11 —1t2) I
2B DZE—VREOM (W1 + W2) TEHS7ET
HY, Rs MARZTWVIF LRI ANHREEKRT S
Rs =2 (t1 —t2) / (W1 +W2)

YT L Th

Rs pa i
tl JrER 1 OFRERER
t2 D JCE 2 ORFFRFRE
W1 &1 DE—VIF
W2 I E#E2DOE—VIiE
2.5 [\EINFEER

K2R UI#E RN S F T HITRO S EE RN 7 1 —Ic
B> CRINERZIT> . Y & Bu DRI IEBEDKEN
NEE 20mm , EX50mmODH T A8 A5 LEFER L, [N
TN BT LB 2 B XERDHTIE RO XAREHTE T
HrL, RePnigeE, BINGE K OSSN\ T,

3 BRRUEE

3.1 HOGIRDMHM

F— R = OERET LECROPMEZR 1, K21
RUTco FEERICHM Uzd0 R IEHm LR OMIC/NNY D L,
AWV T L, AMAYFILGEEDT VA LEERE, 7V
SZUL, DARUEENRGEN TV, ZHEET Y TIC
THENTVWERENZFAZR IR Uz, I LHEZS
EBEEGEAY, TOBE, DABEOEETEFEEL T
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3.2 WiEERH

x1 FIHRTERE (%) E i L2 HEOBMGZ M 3R LT, 3NHEETE
 =| v Eu La Ce Th La,Ce,Th 32 BHENTWAEWD, NS LaibE
amE| 304 | 212 | 144 | 571 | 3186 RBHEINTETVS o%@tbﬁ@%EHSN&bhobﬁ
U BN Hil CId YEEu DBRHEN 90%LL L& Ao Thian
B ERBOF— S — TR %)
(¥ 3 0 Na Mg Al Si P S Cl K Ca
t—r—arml 32 0.1 0.2 6.3 0.1 5.4 <9.01 1.0 <0.01 g
[ EY Sr Y Rh Ba La Ce Eu Tb
r—r—sbiE| 7.0 31 ¢.01 1.1 11 4.1 1.6 2.5
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F | RHEE 0'C 120C

[ e 3 1045 104

fedh, RHREZRMZRE L, RHEEE L REROMEGE
B4R UTze Y EEu DR IERIFIRE 70°C T 90% L | &%
D,Lald 100 CHOMEICRHENTE TS, TDIHIR
HRE X 70°C & Uic, el TORITHDIFHRLT 2 B
BEEHDBEHREBHENZER 41TR Uz, Wiig2 BIEHICE
D27 NV—TICHBEENRTRE & T o T2,

3.3 IDABIRICHB T 2 LB E O WS R

pHE Y, EuDWEEDOMFZZR S IR LT, BERITW
FTHEPHAE HBIE L KX EB M, pH6.0 ML LTIl
0.45~0.47mmol/gD & T ¥ fif & 7% > 7z, IDAKIIED 1A >
LA EIZ0.4~ 0.5mmol/g THB T o, BT EHFL
FAAVFEFE IR I THKELTWEEEZENS,

pH & Y, ,Eu DO EGHEHOEFRZR 6 IR Lz, IFIFERR
BRICHD NN D, pHIL.TICBT 29 F OE(HEFR
HO W ZNZNY3.3,Eu56 &5z, 7 BEREUE 2 il (R K
DHETREN, NEVEEHBEDNREE L 52, pHI.TICBT
%Y & Bu OGBS 17 Lixo i, @, BT LoBETE
AT LAEEE VDD, 2 ERBIME DR 9 B S
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(Vax b LBHERPELTVWEEEDNT NS, Y &
Eu O BEREBN 17 &N & b o RIEREEZ 8 H LTz,
NTA #fiEZ % La, Ce DB BT 2R THD, N
HENTHEINEDTTDHEZRHV,

3.4 AT LoEk
3.4.1 IDABIEICE B Y & Eu D HE
THEE Rs AR D pH, TAHGEREORERZX 7 IR L
oo IWHIROPpH W E L X2 ENEHEL HIZ>TWVBN,
leSLXJ:@i% WKW Eu =7 D7 —) I %7k
DEEEFKT Lz, AHEEOHS, BVEETHENSE
{E->TWVW5B, BBAL NI LNICHE K ZRBNEVIE
E, WEERISD T #IC K5, TLT, VUM ILDOE—
UMYX =T DIED AL EZ NG, HT
EE O 2 ERE L s R E 2 RANRICHI 2 2 561 6

1.1
1 L
w 0.9} /
a4
] 0.8F
Koty e EHEE SV 1.2/h
0.6} —a— B HGHREE SV 0.5/h
osh —~ac if 410 SV 0.3/h
0.4 : : - J
1.4 1.5 1.6 1.7 1.8
i pH
® 7 M RHEO pH, #H RO
IDAMERER WV Y/EuDaRE
RERER) - 50ml
i L IR
TLHIRE 0.1 mmol
0
%oyt /
E 30+
E 5}
m 20 + N
& 15+ —0—?’553&&8\/1.2/!’1
H = B HEE SV 0.5/h
w 107 —a— B SV 0.3/h
5 -
. . . |

1.4 1.5 1.6 1.7 1.8
S pH

@8 BEAEEEHED pH, BHEEOME
IDA MR E RV Y/Eu D2 RE
R(#fE®R) : 50 ml
-tk DR
TGEIRE 0.1 mmol
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0 5 10 15 20 25 30 35 40
wE (ml/ml-R)
M9 Eu, YOZAZFYFA
R(BIER) :50ml
#MEE SV 0.3/h
B pH1.7 fEkhisE
AZAFERE © 0.1 mmol

MET U7z, AR AR O pH, iAHEE OBEFRE K 8 1T
RUTeo DEEE L AARIC pH D E <A ZIFEEMLT NS, X
TeEHEHENHNEERBIEIRELA A>TV S, WEZNZ
Z7dicid pH Z & IEHEE 2R LT dR 550,
SEFAELHKEELD & ZEELT, BHED pH I
1.7, BHEEE SV 0.3/h & L, TOREDODHEEIX 1.0 T
B0, RIFEDHENCE e, REFZETOIAR T T L%
B OICR LTc, BENZAHIRE, fHEl& 7572 a oD
HTETEBEETCH S, 2DODE—VDEEDIIREED
1%L TR0, 522N TE/, 8~15ml/ml —R (R =
50mDDT7 57> a VICERESEY D I9%MEIINE 11,
ZOHRDEUIX 0.1 R TH -,

3.4.3 NTAMISICX % La, Ce RU Tb O ik

DEEEE Rs EVAHTRD pH , IBHEE OB G R CIAHRE L
B OpH, A HEE OB RZ ZNZF K10, 111 /R L Tz,
TS HEREE SV 0.30/h OE, DEEEN —F&H O pHIE 1.9 T
HHAPHLTAS 2.0 DEFATIEZNIECEEII L, —
i, VEHIEE SV 0.45 D5 %ﬁr“c;uﬁipHcD A I KT
LTWd, WHIREICDWTIX, IAHEE SV 0.45 £ 0.3 D
AFFEE AR pHDELZR2EEEML TW5, THEE
REMRT DL, REEME pH1.9, IAHEE SV 0.3/h TH %
n, wmLESEONKDMIC X B ERZERL T pH &
1.7 U7, COEETCOI7a T I LEK 12 1R LT,
Thb i pHI. O FCIABEE N5 728, mHESRIFIEME LK
Mo, LakCe DEZDITEAEKED 30% &R0, E2n
ECc&Ehholzs 7T~ 11ml/ml —R (R=40ml) 757
TaICiERET T LadD Q9% MEINENTWVWED, Z0D
T CeM30% L EE EEN TS, WilT Ce A 99 % AU
ENTVE7T577vavicidlaf40%EENT V%, La,
Ce & Tb ONBEIZHIC/RT B BFTH - Tz,
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0.9
0.8 ¢
2 07| r—”'/.\‘
% 0.6
& 051
—e— i SV 0.45/h
0.4 1 —a- R SV 0.30/h
0'3 . n 1 — 1 ]
15 1.6 1.7 1.8 1.9 2 2.1
B i pH
F10 SWMEEZRUHED pH, BHEEORE
NTA#RKAHBV/~ La/Ce DLW
ROSS®E) @ 40 ml
Ta DR
TLHERE  0.1mmol
40
EIZ 35}
€ 0}
:é 25 |
= 20|
i I5 |
H 10} —o— S SV 0.45/h
® 51 —m- %R SV 0.30/h
i 1 [l 1 1 I
15 1.6 1.7 1.8 1.9 2 2.1
A% pH
X 11 BHARE BHEO pH, BHEXONE
NTASIBR AR V7 La/Ce OO M
R(#tRE) : 40 ml
B e
TESE 0.1 mmol
0.06
= pH3.0 pH1.7 pH1.0
"é 0.04 | b
il 0.02 La
“LAe
Ce
[} L 1 ) 1
¢ 5 10 15 220 25 30 35
B (ml/ml-R)
E12 La, Ce, ThOZ AT 54
R{#{ARE) - 40 ml
BHEE [ SV0.3/h
b dant ! 3 pH 1.7 MR

HCEMRE | 0.1 mmol

40

3.5 [EINEEER
3.5.1 RHEKUTAZ Lok

3N Wil 500m ICHOEHKk 50g ZINA CTHE 1 BRERE, 28
B X4 25g 1 36N Wil 250ml 22 CH 2 R H R %
To7ee H1IEHEHTIEXY, EuRNZENZEN 99, 96 %[N E
NTHEO, MoFLETERIFEALRBESN T RN STz,
FH2BRHERBHTIE La, Ce, ThBZNZFNT70,80,90%DH
IclEE D, T5IEODY, Budb 1 4%EFENTWV, R
KENLLE% L 120°C, 1 BROEN PTIRERICHRE
ng, BHENMITLEEEZDNDS, TNZTNDERHKIC
IKEEEF B U LA R INZ TR LT RO KB ik x
EEMICAERE Y, E5ICHRZIRBAR CIERT 5, TC
FTCOTRTHERICEENTVEH LEMUNDTRIE B
ENTW2, 7IVvAY THECRIIWEBRE TETHEBRELE L
T, 7IVI=o L, Vv, EFEIZEGKEBIEYTLEZ ERk L
TWIED, lREESNS, REKO %277 LoHEd 57z
pH 72 3.0 IR L 72, hnukor fRic & 0 /KEB (LY O PL i
R LTz TAHID pH ERUT 1.7 £ TN THRBNER
T 570, pHZ 1.7 ICHE LT, KN BZ 5EVES
ICIBHIROF R ZTT > 72, IDA K135 3g, NTA k5135
lg DHOERICHEE T 2BE (B HEITREE #1500
mg/D) FTHRLT, AT LIKHKE LIz, Y & Eu DBk
YR EHiEZ B3 701c, 70X FEDONREZ 2 5 L
T IDA KifiEEZ 170ml & L, & HICiEH#E%A SV 0.15/h
FTELLTUTo /. BNz 7T LZK 13 1R
UTzo BOEAHOY & EuDEVERIZZ0BETHSH, EXD
LIEEALEEL, BERBICHBELT WS, La, Ce, Th®D

DHEE NTABREENVETH o/, FHEZKELTS
TR TELEN T EDFMETOI/ O NI L2141
IRT o HEAFROD La & Ce DEINWIRIZ 255 THS 7

% X
%

SR TITo DR D EEAONZ LAY, SMEOH
La,Ce #1322 ICI3EIUNZEIZ 30%LL Fick %, LML Th d5z
0.3
= |pH1.7 H1.7 i
Z0.2¢ Y P
.MO.I L
- Eu
0 . . . L . ;
¢ 5§ 10 15 20 25 30 35 40
BH#E (ml/ml-R)
13 SMESHSrLOY, EuOZDT TS5 A
R(ife®) 170 ml
HHEE  SV0.15/h
i pHI1.7T EEEH
HTGHIME - B3 g(10 mmol)



0.2

= pH1.7 pH1.7 pH1.0
=
E La
E 0.1} Th
£
* Ce

0 1 1 1 1 1

¢ 5 10 15 20 25 30 35 40
#HHH (ml/ml-R)

14 #HEFEISDLa, Ce, ThORI/Tr¥S 4
. RWIERE) :40m]
HIMEE SV 0.3/h
i pH1.7 1EERUSH
EZLEINE A1 g( 2 mmol)

EOHEENT WS,

3.5.2 [EINE NIz LETH

SH T HETEOMEN ISR U EIcEZ Edicrav by
SLDTZ Y viEEREL TEMEBERZEBINL /2, Sl
ERWRICYDBDT Y EZTHEWRZEMATpH Z 2.0 ~2.2 1
P 72, 2 U2 100g/1 DEIEGTHRM LT, R LK
HTELROY 2 UvEBIEZSEL, H& % DIFIC AN, 900C
TR L CHR T B ZEH Lz, B5N/mTEEBLy
D22 5T X AREHT /82— > 2K 151CR Lz, X T
OF BTSN R E L TEAL TSN, BEK
FICHWZZ2DErbDaYy 23— aveEILND
TNEEET D L Y0, 138 99.9% DOMENE S NI,
Eu,O5 G EEIRHF OFAEREN DR L, WD O AMY) N FE
LTEMENELLIKTT %, hTLDHICBENTHREDY
MEZ STV, MEIX99% ThHh o7z, La & CeldE—

%5 ENEALRLIMEHOSHM -
Y:0; | Ew0, | La,0s | CeO; | ThO,
Y0, 0.70 0.046 | 0.015 | 4.0
EU.zOg n.d. nd. n.d. 2.9
L3203 l'l.d. n.d. 12 n..d.
Ce0, nd. nd. 20 nd.

Thb,0, n.d. nd. n.d. nd.
Nz,0 nd. n.d. n.d. nd. 0.30
810, n.d nd. 0.025 n.d. 0,58
SO, nd nd. 0.053 | 0.085 | 0.069
X,0 nd. n.d. tr tr n.d.
Ca0 0.093 0.083 0.33 0.14 0.16
Crgos 0 028 0. 11 n.d. nd. n.d.
Fe,0, tr nd. nd nd. nd.
Cud tr 0.23 0.016 nd. nd.
SrQ nd n.d. 0.056 nd. nd.

Pt 0,052 0.55 1.5 0.45 0.20

% K| 99.8 9.3 96.0 87.3 91.8
nd. I BB3INT trl0.01%ETF
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Y;O;

Eu,04
[ . J A A A atba
Lazog
Ce0,
Th, 0,

. I |

20 30 40 50
28

15 EIR S 0= F L WR{EMD X WA/ T —
— . @R 3 WA R XREIE s 5 — >
— 1 JCPDS i & 5 #IFEHRO X @< 5 — >

INEZDE S TNVl OHBICEEL THED 96%, 88%
IZ/x o7 Th,0, 3D 7o —C—FRBICEAINEND
F2ERHEFOY , BuMFHELTHBO, MENI2%E T T
Mo TWV5B, XAREMT /S 2 — &3 X THLHEBEY) OB —
FHTdHD,JCPDS 11— RIC 7 7 A )V EN TV B EHE K O [E
oz —r e —8LT,

EY %1 Y50, Eu50, La30, Ce30, Th90% TH -7,
YREINEID EMEZERLUIETEDBEL G5 Tz, 808
ERICZBICEETZYDE—=2ICT—U YT WEL, Eud
V— 27 L &EIZ o772 Eu ORIENMEMN > Tz, La & Ce l&
E—JDEZOMND ST HBEINEN TN > TWVED, Ce l&
MoFmEETEELREZD CeIV)DFRER END 2D, 4]
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W, PRHMSEEEZEZH VS LICEDHEMED La
LDDEMNARETH %,

4. %

il

FEHOLEICRM SN TV 2 8RN S 7 TR e 2 /) B e
NG %728, RHSE, FL— MEIECX 28GR TS
BEEIY 7 0 — DFEEMF R LIC DV TR Lc, BoNTfE
ZEREDDHLERODBEY TH 5B,

1. MBREEOHRTICKD, SNMMBTREINDY,

Eu & 36N TR EN S La, Ce, TbD2 7 )b — T

NEET B LM TE T,

C

2. IDABIBE I X BY & Eud & M i 7 I W O
pHI.7, ¥ M3 SV 0.3/h (R = 50ml) O i & 1

TOHEEN 1.0 L&D, BHEDEHENTE I,

3. NTABIfgic & % La, Ce, Tb ® 4 B 13 74 H i ©
pH1.9, A H SV 0.3/h (R = 40ml) O & i# %

TlLaklCeDDHEEMNOS8 EHED, EAEKED30% D
EXOD DI DEEAEEL o/, T HICPpHLIOD
BHZH WD T lc kD La, Ce& Th D5E4 7
MTEi,

3 | Y 7 1 — o 3N Gt B2 TR T DR H I
Y99, Eu96 ThHH, MOFmLEDOERAE EM 57, L
ML, 36NEER I T TDIRMHFEIT La70, Ce80,
Th90 % &K< &b, HFEITSY, EubRHENTL
7o

o HE RN E e Bk Y O E X Y,05 99.9 %,
EU;05 9 %, La,0; 96 %, CeO, 88 %, Tb,0, 92 % T
H oz,

EIYHEIE Y50, Eu50, La30, Ce30, Th90% Th -

ey, MOSEEEFHAT AT LK D X BICEINEE
s i Ebns,
DLEXD, RHEDCEHR QAL 5/ L HICRZ R ILHT
IS BERIN T 2V A )V T O REEE L, %S5
ISR NS, 2 RITEBEE R E 2 VT RIINER, MEkREx
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