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LB B AR A e EVE M, eAh, A SRR 25 SRR, i R A B R 5 ) T AR P R K AR AR SRR
(EP) | dEA:W#E3 (ADP) FNRACKAAZSTENE (FWAT) 3 ANJrTi . ASBIFSE AP THRE R B i b 3 [l i i B 412
BT P ELRE AP S

RUIA IR BRI RO BRIRER; A=A

EHRER (LiCoO,, LCO) Myt H itk 2e 4tk . RIFAIEEMERE . e RS S TR R, KA
R | TCIEAZEN LA RIS A AR, TERTRETAL . ZEICA R N A B ot A4 U st s s 8 7
RN, BEERHEEAL AT ACE RS, WO LCO r TR foR i, HITMBLd A
A SRR 2377 A R R IR TR (spent LiCoO,, SLCO) Hijth, SLCO HHAMUEA Co. Li. Al, Cu s
BWENEIETE, DUEHFEMTMESERD, AR 7L 2408, SLCO Hithn] fES N IR
BRlm Y RA SRS, . Rk, XF SLCO HLh S o H AL RIBTIRALAC ], A B T2 4 m vE Y ok
BUIR, IOREA SRR A, SEERZ RS RS AT

R, EFXF SLCO FLHLEMATBHBEREE I, DR ENE ST R T Z2MMEAR, wrshimirk . Bk
SR IBRA G L R IOE—BIERE A HOR S . WANG 255 R %44 HIAERAY NaCl F1 Sio, E MLk
SRR, A Na,CO, fENTTIER], WU AL2= R i FEUL, M SLCO H LT 92.89%
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FIF H,PO, Al H,0, X} SLCO M1k MEiZ 1, SLBLT Li ARAHIZ AT Co LA Coy(PO,), TLIEIEA AL,
TE 40 °C. 0.7 mol-L™' BEMR . 4 vol% id E LA (30% W ) . WE L 20:1, 12 60 min MHLILFIF T,
Li AIE HRilEIT 99%, 1 Co IR HF/NT 1%, SR BRI . ZHANG 2 JF & T—FKIR
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Bifij L 50 g L7 A9 L /KIZ 30 min, AT LAY E Li BIRATE Co 5k Bl4% 4k Li,CO, Fl Co,0,,
Li fl Co [ BEICRS AR 97% F199%, FHAT LUK HFAE N LCO Mbpbkl, FiAJEH LCO I LT
FIERUENE, 7F 4.4 V IR T 40T 800 IEH G, HARMREFER 87%. XIAO %57 Nfd HER M IR R AE
SRR, EI TR A KR TS, FERAERAE T, ST IR R Li 99.96% [1)iZ i, T Co
DI RIE o8, IMSEBLT Li Aeserk i,

g PRTR, USRI AER NI 75 58 TACHRBESE I SLCO P Li MYEREMEFR L, (HA77E 8 ToCiAs
B, Li BIBCRAFHER AN, B bf e b PR L A dE Li iy . B rscie, UL, s
R, MffsdrEpmeR, 5 R H AR R BIRAEKT Li ek, ok BsR AR, B
TrENHFERRRE, IR ELEINE DR R Li Bk . Ak R A HoR rTSCBE Li s eIz
AR AR R SR TR IR A R TR be, W HA A )y sl HRBIRTEARER, HLRF ks
Perd AR A sy, FIFEAR AR REAIRR AT SEE Li fEsioietiz i, (AR % et 4
JEUURE RIS ROR K T e S8 RIS Y. RIL, EXHR IHAR 2 T b IEAR AR Li A BERRtE I,
1 P R w2 o SR PR At V8 4 e A R s I SE A S OR R ZE A, ACKF Li v b A, DA st
Li [RGB i

AMFFEHE T —FR B ERSN (Na,S,04) g E AR SLCO, PASEEL Li B msiGae £k Mk,
B Li 380 s ERARIELL Li,Co, IERIRI, Co LIEAITE R BEIER I T, BF5F Na,S,0, HE . X
PR . R LE RIS Liy Co BRI, AR I s 12 i 254 R Li e b JfR
A=A TN o iz T AP TIvAL, BAE AR IR ES st Li s et s AR it ik
PRALFRAR
1 RS EE
1.1 SEEEMNSIRF

SEEGFT I SLCO H kI T4 4L (5 HB386280ECW ) , Wy TS M., S2ib Tkt
FEEEN (NaCl) | N-FIIEMEMAEERT (NMP) | iR (HNO,) | 32 (HC1) . f%fkE (H,0,) |« 6
WR4M (Na,S,0,) . BRIREN (Na,CO;) . W2 (CH,OH, MeOH ) FIAU T ( tert-butyl alcohol, TBA) , |-
AT A ATAl, W E 2R AR BR A F . SEgi AR A e B R RS ] Tk
1.2 SEETE

SCRSRAR AN 1 PR, EEELU TR,

1) IEWAPRH TN B 5 0T . 2%, B SLCO HLE T NaCl ¥ T 24 h, DABA{R- 7640 .
B, XTI TR, B IER . k. BRI

FANsE. 4 BRI IE M B ZE A, I steobib

HZIR 20 g L AIRERRELIEA NMP 7, 7E 50 °C |1t (Nacti) &t

AP FELEE L h, DUERIERIGEYIT LCO 5% % - B}Q - Kﬁtﬁ

RS ES . Y, SHENGE YR TR - "L a0 ) S
FITHRAEEE K TR I IERE M A S 3 1—1—1

H1, E 930 °C TRBKE 2 h, DL JSERGR BB 4 s SLCO

o Bbest e, B AL, R A e (30 )

) SLCO BiA. #ed, THERIFRIX 2.000 0 g FikbE] BUbHFSLCO I
JE 9 SLCO My ARA =8iheirh, A 40 mL £ Bi&itiE (NaS0,) bR
KA 5 mL H,0,, AREHEIRE T 60 °C HEEK 17_1 I
Y, LA 300 rmin ! AOFEHIN 2 ho ALY na i i

HEB TR K FHEIEIL (ICP-OES 8300, 3E[H
PerkinElmer 23 7] ) I 2 ST H 42 8 25 F RO
FRAEMIAZEH, SLCO M4 N : Li 9.34%,
Co 86.75%, Al 0.33%, Fe 0.11%, Mn 0.02%.

1pHﬂﬁ (Na,CO,) HRII
Li,CO,

1 SLCO BjtEW T ZiRiE
Fig. 1 Flowchart of the SLCO battery recycling process
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2) SLCO MR Lic KA PER SLCO MRS K&K f g L IinA =88, kit
JEIMAGEHAY Na,S,0,, FHEHUERS (JI-1A &, VTHAE/RESRABRAF ) , LUEE B ERHRANR S
Yy, & SO R R S WA R IR EE R pH AR, IR R e B R R IR LU RS o TR ES R
i, HUETSE Li i8R U . R ICP-OES Ml g8 LitFn Co™ Mk, FARHME= (1) 115 Li fil
Co IR HECR . AR EEHRIY Na,S,04 M AR, FVEL . BHEEZEXT Li 1 Co 2 HACR I
Fi,

y = Gx VX 107

i

x 100% (D

mXw;

AHr: i A Lidk Co; ¢, MR Li'sk Co™ WMRIE, mg L™ VMIZHIRIATR, L; m MIEWAT R &,
g; w, AIEHME Li 3k Co RIS, %.

3) =BT, e LR A S A SRt I, ARSI T IR IEIY Na,S,0, 7l & FIEE 2%
e, ZEETRERR VIR EE (55, 65, 75, 85 F195°C) T~ Li {2 HRCREfR RIS fk . 43t BRI I
KRR, G | Ab2E N R BRI SC IR BRI TS, DA iR RO R

4) RN, WHERER R BRI TR AR 0B, BfS I e Live R RSy pH EITT R 12,
JE#%E 1:0.6 PIEE/RHLINA Na,CO,, FERFEERESIFEIIZAET , AR(HZm™ i Li,CO, A,

5) VKSR PR Z LI PR A i, ARSI 4 B A i BE R EL it AR &= v il i A
MeOH F1 TBA ., 7EIZH R RSERUR, MEERT Li'F Co* MR, I Li A Co MR HIECR,

6) FMETBL, R X SHEATEHMY (X-ray diffraction, XRD-700, HZS Shimazu A% ) . i T2
%% A BE 1% {2 ( Scanning Electron Microscope and Energy Dispersive Spectroscopy, SEM & EDS, JSM-
IT200, HZS JEOL 2AF]) X SLCO ¥k . RHHIEHAITFTA: Li,CO, M TEbAH . OISR R AL A FRAE 5
Mro (T X S56H FEi% ( X-ray Photoelectron Spectroscopy, XPS, AXIS SUPRA+, HZK Shimadzu 2y
A X EE M B R E TR M A T T

7) AT, AR 1SO 14040 FiI (LEAREIEM 2R 5H6R)  (GB/T 240442008 ) , EFRRE
i SLCO MLt BRI Li,CO, iR PSR XT G, XA T A VMY, DAVEAN RIS F i A5 5
Wi, LA 1 kg B9 SLCO IEMRAF R TIREHTT, E LCA B RGEHF MK 2 fizn . LCA 73#rk M
CML2001 J5, JREHCT 10 RS- debr, GAEIEAykes (ADP) | dEZEWFEs (fhaiiklh)
( ADP fossil fuels ) . AFRUBALERE (GWP) | REJZFEH (ODP) . NMAREE (HT) , MAKAEST:
P (FWAT) | WHKAEAESEM (EP) | FitASd3 M (TE) | Bfk#%fk (PO) ARk (AD) .
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Fig. 2 LCA system boundaries of selective recovery lithium carbonate from SLCO batteries
2 GR5VE
2.1 SBEFMERHE AR

AHFFEFI Na,S,04 PR Li FSEEGB s 1 R,
1) Na,S,04 5 SLCO MEE/R LM . 5] 3(a) /R T Na,S,04 5 SLCO MYEE/R ELX Li fil Co 12 Hi%K
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1 Na,S,0, iEFMRE Li FISLIIHEH
Table 1 Experimental design parameters for selective leaching of Li with Na,S,0q

SIS NayS,0,5SLCORYEE/R EL W/ W (gL) it H] /min Pidtd/ (rmin')
L-1 0,01, 02, 03, 04, 0.5, 0.6 80 100 90 300
L-T 0.5 25, 55, 65, 75. 85, 95 100 90 300
- 0s s 50, 100, 200, 300, % 300

: 400, 500
LV 30, 50, 70, 90, 110.
- 0.5 75 200 130. 150 300
ZLi D Co [ =L ooco
100% 100% | _
80% |- _ % 80% L
% go0 | % % 60 | %
% 60% £ oo
= = :
B 400 - B 400 |
20% 20% -
O% a L L L L L L ) 0% IH 1 L 1 L 1 1 1 1 1 1 )
0 01 02 03 04 05 06 20 30 40 50 60 70 80 90 100
Na,S,0,: SLCOEE/R [t S REiEE/C
(a) Na,8,0,5SLCOBE/R tt (b) SR %
CZLi [0 Co [ =L oocoe
100% " 100% |- L o
.o 7
80% | % 80% |-
M N
L oo *j;i 60%
= = -
409 | 400 -
20% 20% -
L L L L ) 0% 1 1 1 1 1 1 1 ]
50 100 200 300 400 500 20 40 60 80 100 120 140 160
[ /(g LY SV [ /min
(c) [ L (d) R

3 TREIEZHES Li 7 Co 2 HMEMEN
Fig. 3 Effect of different factors on leaching efficiency of Li and Co

R, G5R R, BiE Na,S,0 HHEAEN, Li (IR HREERE. MELZ T, Co MR RIEHIKA
JEER R RRERBAOK T (29 0.1% ) , {HFEEEE/R ELHEINE 0.6 1} Co MR IR B EHRE E 3.7%, XTI
T Li BB T, X — 6T T Na,S,0, /KM AE 09 HYeBERS N, H ¥ B A8 hihn sk 1
Co IR a2, MIMIASHIT Li £t e Bk, R TORRF Li ARk Berkid i, 248 Na,S,0, 5
SLCO MEE/R LR 0.5 1E R e 8L g i e A

2) OV IRBERIEE SOV IREEXT Li Fil Co 12 HACRASZIMZE R ANE 3(b) Fizr, Li A9 SRbeL R () T
TR, U Li B2 G N, IR, 12 RN R R, (H Co IR AL
R FRER TS, XTF Co R HAERE/N, HOH:H AR AL AR & sl H2REE ST 75 C
iF, Co BYIZ AT T, IMFRAR T Li i Aeiett. L, WfRRE 75 C NEEesisi &t



1734 ok L B ¥ W %19 %

3) BRI . B LT Li A1 Co 32 HBCRASEMMZE RN 3(c) Fizn. Li IR H 2R R LA
KAeTHERE, HIRR AT RE AR ENR LR, SLCO SR R A B se 5y, [N A —E R _Eyion
ko i Co MR LA Z W LA . FETS002s Rk PR L 200 g L' M/ELessesclt.

4) JVETEsEm . SOV Li F1 Co 12 AR LS SR anE 3(d) Fn. mERIAL, Li BIRHEL
A 12 R T P AE R TGN, 7F 110 min J5#a T 7%, MM RS 110 min J5, LiZHSCRE TR
FE, FIHICRNR W CIEARSERL, o SN A R 4 ER AR AN B3 . Rk, 3£ 110 min
VERNZ ]

FTFLL AN RS, BERMEA R NayS,0, 5 SLCO BE/REL 0.5, [EEL 200 gL' [
BE 75 °C, PPEEEE 300 rmin', B 110 min, 7EMLSMET Li #1 Co B9 HIAZ 4 I3k F] 97.01% Fi
1.05%, Li HARER= Rt
22 EFEMRHEAEFE

H i T 405 R IH AR 2 H b E AR 6 PR 9 00 i R sl Sy 2 A 66 . BT R HK 5 2 ( Avrami
Equation ) 71, ZEHUBIRINOT - 2 fg AR BRI S5 AR R B R AR AR A T
Li iR HSCRBEN TR S (L TG, 45 A0TE] 4(a)~(d) Fin. 45520, Na,S,0, VMR Li A P
FF BT RPLK R

- 18 —
1.4 - 161
12F 14+
I 12+
= 1.0 + B L
L - F10F
F 08T Z sf
= I .
— 06} 6
- 3=0.714 9x-2.191 n 1=0.124 3x-2.108 42
0.4 R=0.995 57 , R=0.990 67
02 . 1 1 1 1 1 1 1 1 1 L 1 1 1 1 1 1 ]
34 36 38 40 42 44 46 48 50 20 40 60 80 100 120 140 160
Int [ [a] /min
(a) FTRALK 5 (b) ZHAEIARY
09 09 -
I [ ]
08F 0.8
_07r ? 0.7
06 & 0.6
T o T
= 05 = 05}
I g
04l 3=0.003 13x+0.314 88 o4k =0.004 42x+0.237 93
. m R=0.920 95 R=0.907 60
03} 03r m
n 1 n 1 n 1 n 1 n 1 n 1 n ] n 1 n 1 n 1 n 1 n 1 n 1 n ]
20 40 60 80 100 120 140 160 20 40 60 80 100 120 140 160
ISt f] /min [ 8] /min
(c) fh2E N AR Y (d) P iR

4 TEENNDFRER Li ZHITEFE

Fig. 4 The parameters and fitted results of different kinetic models for lithium leaching process

& 5(a) /R T ARV (328, 338, 348. 358 Fl1 368 K ) K Li AR Rkl 2s kAR Rk
TGS, Bl 5(a) on, BIRFOR A RRAERAUEG L= R SN R 8k (R>0.98) , HAKH
BEAENEE 2. HILnT UL, BEE SOVIREERTHE, Li B ROV R RO R, WESE T Li AR A
TN, SR Li @ RCRAE R — b T 25000 Li SR R sh e, SRS S
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T m3sK 34r
[ | y=2.65x+0.657
5| 35+ R=0.9712
4t 3.6
=
L3t % 37F
E =
|
2k -38F
1 L _39 -
Ea(Li)=22.03 kJ-mol ™!
_40 -
O C n 1 n 1 n 1 n 1 n 1 n 1 n 1 1 n 1 n 1 n 1 n 1 n 1 n 1 n 1 )
20 40 60 80 100 120 140 160 270 2.75 2.80 2.85 290 2.95 3.00 3.05
H5f 8] /min 1 000- 7Yk
(OENEN AN TP Vi i (b) BT JE S HT AT EGK

El5 TERRRE TMXRRGIEEIEUE KA E R SH A EMHAME
Fig. 5 Parameters and fitted results of the Avrami equation and Arrhenius equation logarithmic at
different reaction temperatures

W ARG (X (2)) X Ink 5 1 000- 7" #1748 2 TREIEET Li BHEEREH k
&, WA 5(b) FT7~o RS B RRE Li 1k Table 2 Values of the leaching reaction constant & for Li at
P B i FOTE L RE E, K 22.03 kJ-mol™', %%k different temperatures
fEART 40 kI'mol™, 3RPA Na,S,0, LR LR/ K/min™" R
Li B3R il sy A sl o) 328 0.018 88 0.988 35
Ink = InA — E, (2) 338 0.021 52 0.992 03
. . . 348 0.022 92 0.994 42
Kk ARNEHREE, min'; A HERTE T 158 0,027 01 0,985 57
E, NN FRMIEALAE, kI-mol™'; R JNHARS MR
368 0.031 76 0.984 06

AR 8314 (Kmol) ' T ARNIEE, K.
2.3 MRIERME

FALF S SLCO. = HiE M4 Li,CO, i XRD % aNE 6 fifn, AT LIE 1 SLCO T AT IE 5
LiCoO, PR Fr dlifi r AR A, AR HINEH B 24, X8I SLCO M EZMIE LiCoO,, HEAH M
MILERE . BRI AR N UEHE R XRD BHETER, HEBRIA L) 065C006550,. Co,0, FI AR RN 5E
) LiCoO,. Wit fb2Aiiieik Wiz Bl rh A58 Li,CO, i XRD EliE% Shrfik hieh—3k, HaiFg s
ZHIMER 99.50%

@ LiCoO, #LiCo,.0, ¥Co0,
¢ i 4ELI,CO
“Li
| M 2y R
.—v/
SLCO
L, l , NN Li,CO,(PDF#87-0729)
LiCoO,(PDF#50-6053)

L Il Il |||| || ||| ” l L Il | || “‘ ||| ||| ||l ||'1_|L|I.[I]LIL|L[ILIJJ_I
10 20 30 40 50 60 70 10 20 30 40 50 60 70 80
20/(°) 20/(°)

(a) B HTSLCORIE (b) H4:Li,CO,

6 RERAIENEERS XRD EE

Fig. 6 XRD patterns of samples before and after leaching and regeneration
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K 7 R T SLCO fEiz TG A Li,CO, MBS, SLCO 7RIz HFTHRIARZIN 20~30 um, iz
JE RE SRR BN, A ZAREEAS ST iR . 456 R T SLCO N H i 2R IEWR Y ICP-OES 43
MRS AREAR ) EDS 453 R, RHHTS Co 5 O MR LN 68.08% 5 31.92% LI 67.15% 5
31.99%, R A AR S EIAIEN. FE Li,CO, BB ERINIHREE , I D A Fr
EINZIE 37N

o g 10 i ) o) € Nl O
(a) RHFTSLCO (<1 00017 ) (b) B (x1000£%) (¢) H#ELLCO, (x1 0001 )
E7 REAIENREEHERE SEM Ei%
Fig. 7 SEM images of samples before and after leaching and regeneration
HIRAIRIT Na,S,0, WEFEMER ) Li B9 OB ALHIFI G IR OT R AL AR, MR RS AR EAT XPS 43
Br, SR 8 fiizn. RIFEIATEHY Co 2p MIRHEFOLIE (KK 8(a)) S 2 4> A IEHUE R 2 A TLE I,
SEGREN 779.8 eV 1 795.0 eV (I, ZMBINIRE Co™ (Co 2ps, ) 1 Co* (Co2p,,) ', 789.4 eV H1804.7 eV

Co 2p,, Co2p,,
69.34% 71.5%

15.1eV
L " 1 " 1 " :I " 1 " 1 " 1 " 1 n 1 " 1 " 1 " 1 " 1 " 1 n
810 805 800 795 790 785 780 775 800 795 790 785 780 775
Hiefig/ev iV
(a) B HHTCo 2p (b) BiHiJ5Co 2p
O

latt

26%

536 534 532 530 528 526 536 534 532 530 528 526
b fkleV i fkleV
(c) B HTO 1s (d) BHHEO Ls

E8 RUEAIEFEMAEY XPS EiE
Fig. 8 XPS spectra of samples before and after leaching
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IR Co MDA, Co 2py, Fl Co 2p,, WEZ[HM2E T4 15.2 eV, RIFES TP FBTAEAE Co™ Fil Co™ Fh,
H 15354 69.34% i1 30.66% . IR Co 2p MR HERIGIE (& 8(b) ) 43k 2 A A ERIE SUERT 1 4>
TEVE, 255880 779.2 eV 1 7943 eV 19, Z3I%R; Co™ (Co 2py, ) 1 Co™ (Co 2p,,) , M55
K 71.5% K1 28.5%, 788.4 eV bk Co TR, FHILAI UL, £ Na,S,0, HILIZ G, Co™Him4aikh
Co’'. RIATM B O 1s FIE A PER XPS Yk BIFE 529.4 eV M1 531.2 eV, 533.1 eV &b, 435IXT N fks
A (O ) IR (O, ) "o U O Ls A4 HERE XPS G I INTE 528.4 1 530.5 eV, 531.9 eV 4b,
IYRIRRE O, F1 O, HIZHEIG Oy, A& 25.3% W) 26%, SiHidFEd Co AL II—.
2.4 EFMRBYIESH

El 94 75 °C F Li-Co-H,0 % pH-Eh A,
MEFTATLIE N, YR ARE pH EIET 5 1, 3 50— o
HLZ7E 1.50~1.62 VLRI, Li LA Li'JE 77
fE, i Co Lk Co,0, MIEAAFAE, MSEH Li Wik
YRR RO T A R, FEIE AR AT,
Na,S,0, W FEMEIR 1 SLCO 1R & (1) pH (H 4 518
45, FALEEBAL N 1.0 V, ZEMES LiTH
CoO, A M AX LAY G, Hit, kMt
T Li BAARRR Bk BRI A R
pH 4 4.5 VER2s IR BRSLEG , HAR LR R R A
0.4 V, Na,S,0, i= 1A 2 B HL A7 528 0 BRSE G

CEk-TAY

=, JRAATRER Na,S,0, K= £ T SO, - Hl-OH B9 75°C T Li-Co-H,0 %K) pH-Eh HHE

A R TRIVARIEAL, YRR e Fig. 9 pH-Eh phase diagrams of Li-Co-H,0 at 75 °C

F Ol B AELE, PR T MeOH I TBA K 5% 00

5, VERSZELERAE 10 frs, MeOH 7K AT / ) ZILi ICo

Li Fl Co FI2 282853 51| R 48.83% Fl 14.42%; 80% |

M TBA ¥ K I} Li F1 Co )12 H 8% 4 W A )

19.09% A1 2.60% . ST MeOH AJ [ KA £

Z i SO, -FI-OH, TBA {i] #{ K -OHI, a0 |

I, MeOH K S5 Li il Co BYIE HBUCR

B 575 FIXTIRSIIRAILL, TBA BSR4, 2%r a" Wﬂ

523 O RESEE AL, X RIITE Na,S,04 =iH 0% . . . .

e, -OH fEAIHI Co MBI R Li ftPE PHEES  NaS0,  MeOH  TPA

PVt Pl R SRR 10 pHiFTH 4.5, Na,S,0, 3. BRI ERIILL
Na,S,0 PeEEHER L SLCO a2, nl43 N Fig. 10 Comparative results of pH adjustment to 4.5, Na,S,04

3 EE. 1B Na,S,0, IR 82082_’ leaching, MeOH quenched, and TBA quenched

S0 15 i A I 4 Jm 9 VEFH T 74 SO, 5 4 2 BBt SO, /K fit 4= -OH 1 HSO,”, HSO, Hi &S/
H A SO ; &5 3 HrBt Na'si H R LiCoO, HfY Li, Co NIgk H A4 L Co,0,, fEAETEMF. %1k
PR N R R B SO T RN (3) PR

3LiCo0,+Na,S,04+H,0 — 3Li*+2Na++Co3O4+SOZ‘+02+SO; -+-OH 3)

2.5 ESREEREN

LCA" IR 1 kg IEARBARE (X0 5 kg SLCO Hajth ) SHIIREHIT, WHESEPRICE AR A HE
DI s A S B, FOP ARG Aspen FUFEITRAS Y, 4n3k 3 B, FIH SimaPro 9 FRfF#E T
A% E, 1 CML-2001 J5VEHTIEAT .

Hl DB o, LS AR T, W —TERE R AT, 58 A Ay R R AR
AR, FARBUE I 4. FESHIH TH— LA (x = x+10%x, Hi, k2SR KA ER x/
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Table 3 Material list of laboratory recycling process

TR A JB A/ F L i

SLCOH it 5.00 kg A8 1.08 kg
NaCl 0.75 kg e 0.23 kg
G H,0 5.00 kg FR{A 0.25 kg
HL 4.18 kW-h biokiel 0.75 kg
N-HEERH b 1.85 kg HMUSE 1.69 kg
Na,S,0, 1.61kg =ik 0.86 kg

PEPEHEIR H,0 5.00 kg — —

H 0.22 kW-h — —
Na,CO, 0.74 kg Na,SO, 0.96 kg
p— G 0.28 kW-h Li,CO; 0.48 kg
H,0 3.88 kg H,0 (#E%) 5.00 kg

RIKA 0.15 m? _ _

* 4 TREEWIN ERBIEATEHIEE

Table 4 Characteristic values of indicators in laboratory recycling phase

eSSy L Tigba PEREER BTk
AR LY FEs (ADP) kg Sb eq 0.025 0.022 0.008
EEYFES (fA#KL)  (ADP fossil) fuels) MJ 264.090 258.550 93.389
IR (GWP) kg CO, eq 22.731 22.055 7.713
REJZHe% (ODP) kg CFC-11 eq 2.29x10°° 2.50x10°° 8.83x1077
MNEEEM: (HT) kg 1,4-DB eq 187.180 168.073 57.114
WAIKAEASH N (FWAT) kg 1,4-DB eq 85.028 77.351 26.213
MK A AR BN (EP) kg1,4-DBeq  128493.140  118422.990 40 133.739
Fitil A= 25 8EE (TE) kg 1,4-DB eq 0.227 0.205 0.070
etk 4k (PO) kg C,H, eq 0.016 0.014 0.005
it (AD) kg SO, eq 0.350 0.324 0.110

x5 LR EEWM MRS IEIRE— LA

Table 5 Normalized values of environmental impact indicators in laboratory recycling phase

RS A PEPRIEIR Fiab R A mEl By

A= YrFess (ADP) 2.62x107"° 2.99x107'° 8.91x107" 6.50x107"°
ke (fbABERE)  (ADP fossil
fels) 8.22x1072 8.40x1072 2.97x107" 1.96x107"
el1S

R (GWP) 4.39x107"2 4.52x107" 1.53x107"2 1.04x107™
HEAZFH (ODP) 2.80x107 2.57x107" 9.89x107' 6.36x107
AMBEME (HT) 2.17x107" 2.41x107" 7.37x107"2 5.32x107"
RAKAA LT (FWAT) 1.49x107'° 1.64x107" 5.06x107" 3.64x1071°
PR A A S F M (BP) 1.01x107° 1.10x107° 3.44x1071° 2.45%x107°
iR A (TE) 4.23x1072 4.67x1072 1.44x1072 1.03x107"

e AL (PO) 1.70x107" 1.85x107" 5.82x1073 4.13x107"
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CML-2001 P I7 7L 10 TGRS AR LAOXIO°T sy
AR IR A TP 4 R 11 =
Ro HIE LR, 8 10 PRI, K |
AR ASEEYE (EP) | JEZEIRERYE ) (ADP) Al 0010 g
WK AEAEZRTEYE (FWAT) 76 SLCO Hi it [m]1ic
IR R B, Hrp AN B B PR 5 1.44x10710
Wi, JEL R i) RE SR FUAL B (e T i A
Hiflg, T R, ORI, B Pe00T
Bere A 2 . IAh, B ERRY B =AY 4.80x10"
ISR BRI R K K A A 2SR AN A e .
?}E)'ijjj:’ ﬁ%m??ﬁﬁiirh{t%ilﬁﬁu NMP E@ﬁm ADP ADP GWP ODP HT FWAT EP TE PO AD
AP HER . (EAS BN EERIL (AD) 55 B 11 CML-2001 PN AR LS
Lmﬁ}i;ﬂ]ﬁ%‘*/rgz{% Hj I@/TE,Q%‘BHZ(EI %f ?ﬂﬂ"]ﬁ?ﬁ}( , Fig. 11 Results of environmental impact assessment
PR BN SLCO H it it 72 AR M eHE by CML-2001

kg . BRI BRSPS ] T BBV ER, RN 2R I T2, (R
SEMH/IN

3 4

1) 7F Na,S,0, 5 SLCO MEE/R LR 0.5, B LA 200 g L', EEN 75 C. Bl 110 min 554 F,
Li fl Co IR HIBER AN 97.01% F1 1.05%, EAREFHIR R,

2) BRI AR I PR BE RN 0.995 57, Li i I FMIEALAE E, My 22.03 kJ-mol ™',
PRSP EIR 32 B A2 R AT B VR

3) Na,S,0, M SLCO Hiik 32 i Li fUMLEE N, Na,S,0, /Kf#r=H: SO, - Ml-OH, -OH | EE %A
WVER, 7 Li iR AEEPE: SLCO iy Co ALl Co,0,, SEFR Li Bzt .

4) KH CML-2001 ¥ %t SLCO i ML Li,CO, I FEH T LCA, A ILZMM T AAERHK
TR (EP) | AREYIRERE S (ADP) FRKKAAZSF M (FWAT) Fm e %, st
PRI B AL MO R 2 TS, etz b iR s . RO . RNRER . fbAialsn
DRI, ARSI
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Selective recovery of lithium carbonate from spent lithium cobalt oxide using
sodium persulfate based advanced oxidation
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Construction, Wuchang Shouyi University, Wuhan 430074, China; 3. Hubei Provincial Engineering Laboratory of Solid Waste
Treatment, Disposal and Recycling, Huazhong University of Science and Technology (HUST), Wuhan 430074, China; 4. State
Key Laboratory of Coal Combustion, Huazhong University of Science and Technology (HUST), Wuhan 430074, China
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Abstract To address the issues of high energy consumption and low recovery efficiency in traditional
pyrometallurgical and hydrometallurgical recycling of spent lithium-ion batteries, a selective lithium recovery
method from spent lithium cobalt oxide batteries based on sodium persulfate advanced oxidation technology was
proposed. The effects of leaching agent dosage, temperature, solid-liquid ratio, and time on lithium and cobalt
leaching efficiency were investigated experimentally, along with the lithium leaching reaction kinetics and
mechanisms. Results showed that under optimized conditions, leaching efficiency of lithium reached 97.01%,
while leaching efficiency of cobalt was only 1.05%. The apparent activation energy for lithium leaching was
22.03 kJ-mol ™', and kinetic and thermodynamic analyses indicated that lithium leaching was primarily controlled
by surface chemical reactions and diffusion processes. Mechanistic studies revealed that SO, - and -OH radicals
generated from sodium persulfate hydrolysis oxidized cobalt in spent lithium cobalt oxide to Co,0,, which
remained in the solid phase, while only lithium was leached into the liquid phase, enabling selective recovery of
lithium carbonate through chemical precipitation. Life cycle assessment of this recovery process showed that its
environmental impacts were mainly concentrated in marine ecotoxicity potential (EP), abiotic depletion potential
(ADP), and freshwater aquatic toxicity (FWAT). This study provides theoretical foundation and technical
support for selective recovery of lithium carbonate from spent lithium cobalt oxide batteries.

Keywords spent lithium cobalt oxide batteries; lithium recovery; advanced oxidation; lithium carbonate; life
cycle assessment
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