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Abstract: With the development of solid-state battery, without-negative-anode based high specific energy battery, new lith-
ium-based high energy (Li-0,/Li-S) batteries and the high specific energy primary lithium battery, lithium metal electrode
materials have been gradually converted from the simple reference and counter electrodes materials to an important negative
electrode material within a liquid battery. However, considering the safety of lithium metal and its intrinsic volume effect,
the researches of lithium alloy electrode materials have become an efficient strategy to design a new energy storage system
with high specific density and cycle stability. Herein, based on lithium alloy electrode materials, this review mainly dis-
cussed the development of these electrodes materials in lithium-ion, lithium-air, lithium-sulfur batteries whatever in liquid,
gel-polymer or solid-state. Various types of lithium alloy materials were systematically compared and their advantages and
disadvantages were summarized, which will provide a superior electrode towards the demand of the ideal storage system with
high specific energy and long cycle life.
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Fig. 1 Schematics of crystal structure, production device/method and SEM images of different lithium alloys materials: (a~d) Li-B alloy[ s
(e~g) Li-Mg alloy[s_w] , (h~j) Li-Sn alloy[n‘ 12] , (k) Li-Sb alloy[m , (1) Li-Ge alloy[m , (m~s) Li-Si alloy“S_ZO] , (t~x) Li-
Al alloy! 2172
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Fig. 2 SEM images of Li dissolved Li-B alloy with 30wt% B (a) and metal Li (b) ; AFM images of pristine Li-B alloy (¢) and

Li dissolved Li-B alloy with 30wt% B (d)!"]
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Fig. 3 First charge/discharge profiles of Li/LiFePO, cell and LiB/LiFePO, cell (a) Lol firt charge/ discharge profiles of Li/S cell and

LiB/S cell (b)!"!
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A DA RCR R R 1T SET YRR E T, N 28 R R
ik, Wl Li-Sn 45 ¢ MRHE S, FKIGM Si-C 1
BEEIRCR . Li-Sn & SEMRESUIN K, mEEr
WG HE— A HARFRREZ AR, 2808 B ) 1 PR A T
R, VRRGEMBHYREMERE, A, Li-Sn & &K
YRR B B, FEMEL — S0Pk | X501 e iR 50 %%
LI BT 1) 52 AR — > S ]
3.2 #4(L-A)EE

Li 5 Al A] fk & 4 B LiAl, Li Al F1 Li,Al, %,
Li,Al, FBRIS AT K 5] 2234 mAh g™, 2 A7 B b
WARMN 7 A . R LALE Rk, HEgE ]
i£993 mAh - ¢, H A A AT AR KR N A 97%, &
25t AR AR B R A DL 5 (A5 Li-AL B 4 Uk X2 11 67 i
MRHBFFES B2 Li-Al B4 E fubrphnt, i m
SEIMELARS &, 2 FEAEHEAM BN, I HAE 10 IRFRK
HLOG IR JE AT ] LIS 2 T i R 52, A7 25 1 s D AR I
ETEA TR

HET, A A Li-Al A4 HR R 5 125 32 24 8O0 44
WRTE . ARSE . RONTE TR AR TR B B
AT, FAERTZE RIS, RS S, Rk
Pl Li AL R TURL, IRAS A ik, RV Li
AL BRI, T 3 A 4 ) O T AR e 18] R AR A [ i
T Li-AL 54 (7)) Bedh, e E0RRE A R B ]
FIBCA 4, s LiH A1AL, S ERSERERIRG, kT
EREE ik EUS BRI A LiAlSi A4,

WHRFEW, ¥ Li-Al &40 A TR A, B
A Fa e, 1H OHOWE R OCH 500 WK JE, A5 AT AR RE
500 mAh -g”' LB HARE ) EK I Li-AL A 2R
I AR 4 7 FH E I F A R TP nT R 2 AR SR R
MRFISEM > Li-Al A 4 SO 5 i 4 Tt B R A7
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fERERE . SEARAY A 4% A% B BHL L 0 A A0 P A S P A
BRI ECRCR . Ding 550 FEBE AL R T AL &5 8
0. 1% Li-Al A4 VE R fibl, 1% H it 2 B0 HE O 55 1 322
TRRUE e, UM L DAL 4 J 4 Ay e Ay el b, 12 R Tt L
PUEAR, SRFE S d 5, SEEE R A BEAT R 150 ~
650 Q, ZH A E ALY AT ST 100 ~250 Q. Zhong
SEPY DL Li-AL S4B Li-B r g, IR T4
B, &I vk v Bl v A e g R I ) S o
e, Bk Li BB RET, I0HEe fs A (E 7b) .

7 Li bk BB Li-AL A 429 SEM BB H (a) ) Li-Al & 455
RS Li-B Fik B9 SEM 8K (b) 124
Fig. 7 SEM image of Li anode coated by Li-Al alloy (a) (5] SEM im-
age of Li-B anode in-situ modified by Li-Al alloy (b) (24]

e Li-Al 5 R R Poin AL TER, v DA R
PEREN? | Zn S FI#BZ2IC %K, Chumak 251 % 41258 51-HF
58T LA Li( Al ¢Zn, ) AFRRAILL V,04 A IEM A HL . Al
MZn fEZE/ TILFANRE, FHL L B e L
(Aly ¢Zny ) TEJRTE K e 43 AR G AL A Zn, Hl 3 XRD
UESE T 4L LIAL-LiZn BEIRIAEZE, W55, H Zn I
&AL X R PR REAT ¥ 2 ,  LAE B = AR AR B Pl i
NP TRIEE R RELR AP HBR S 32 B4 SORHE Al bk . BRILZ
AP Li-Al-Si A4t ol FEVEAE e b B b b > >

AN, Mg-Li-Al-Zn" %) Mg-Li-Al-Ce-Y-Zn""" LI J%
Mg-14Li-1A1-0. 1Ce"”" S5 45 B AT 1Ry Mg H b 4 b

FARFFIEERY, Li-Al &R RRK, AR
SER SEL, TEA:T5 Z A6 P 19 o0 2 3 7 HL A 2R 1
RE, ol HRR R A R AR I I Y LA, 3 SEL R
e, BRZH ALTERTEMEY AL, 0T AR Li-Al & 4
Xt 4 I SRR D R AL G 2R A FL R A 2R b i R
TTUGE, B Li-Al & 2AE R ot Rmek e pt kL, 51548
My, REERZHAMFER
3.3 #-#(L-Mg) &%

Li-Mg —J06 4 s AR i [ B2 Lol JF BOA
RAMAE, X FEW Mg ol LLVRTUK & Li 41k, 7F Li-Mg
Gt B, ERE A o M, SRE AR N B
BCCB M., G4t Mg FERGAMER, IR RIE5 58
Het, TR AR AV F AR X P AR T A AL TR 1, SR e
PG (P HUREL: 5%107 em®-s™") , AT PRER IR 1Y Li

O3AE, AMRIERA BIE Y L Li-Mg A e fLERE . '
R AR, HIH B R 23 2l B g S B (~20 mV
vs. Li/Li"), AP B Ae a2 B f v 4 gt 1 BEAC 550

Li-Mg &4 1 i 5 32 2l s vk | i fess gk
A5 BRI, PG — o & R B s Ak, J5 B
T Mg 42 J8 2% sl 0RE 2845 38 1 e i), W A A 1 02
LR ) Mg PR Li, 13 EAER A Li-Mg &
& IR G AR, (AR N IRERE, it
FetsELAR S, A2% 07 B i Li-Mg & 4 1Y iR 42 202
TS HUBRER A AR S A B be sl sl0E i SR 3 1k 2 i
R Z TR Li-Mg & &R el el B, I BR
R B LRI TG . R TS

Li-Mg & & fERmbrh O AN, M Li-B A4
Ak, SmH P InA Mg, B Li-Mg-B =t A 4.
Li-Mg-B A5 4 76 4 A1 1/ R SR SR PR AL 1 & Ak vl 1
BRI E KA R S, Niw 217" 2L Li-Mg-B A4k
GO il AR b, 2R TR IR B R 150~ 300 °C, FF
BRELE N 3.1~3.4 V, HEHEEN 10 mA -em™ B, P14H
TAEH L 2.90 V, iK% 1356.7 mAh -g™' . Wang
VO T Li-Me-B ZInA e, I ARG AL
AT R, EIMEAIEIE T, % Li-Mg-B —In/ &tk
5 MnO, 1F H UG e 20 2% F v, FR b 28 B0 0 A 3 1 4 i
200 °C'F, Li-Mg-B &4 HMAY Li 454 1507.5 mAh -g™',
T Li-B Aa Bl (70%Li) . R, 76 LiB &4
A Mg 1] DL BRI 3 AR HAS 25 1 A itk

Li-Mg &4 7E# B b A ) R i 0 A &, RZ T
VERAE Tk Li-Mg & 4. 2ot fa s P Y™ . Jagan-
nathan 257 BB Li-Mg A4 URZE AR, Li UEHRAY
BAHER ENF AL o M, HIk A5 B ES I TL, Ui Mg
FTLAPER Li & @ A b ARG 42 H5 PRt Li
ARME, LA SR EAR, L & a7
Li, (BMg, s & & MR LA MERE . X AR AR A IS
SRR AR N, AR R E B SEL, %G & FEH
Li;B,. Li Fl Li,Mg, 40, RS DR IN 2L B4
My, HEAHEAF] 1181.6 mAh -g™', F MR 22 10 HEA L O
A W R I (4 E 8a A1 8b) ., Yoon ZEHFIE T
Mg(C10,), Fl HF /E R H A NI ZE 1 mol - L™ 75 FUB%
RRHR/ BRTR LT -+IRIR — TR+ & B — Wk (LiPF/EC+
DEC+DME, EC : DEC : DME=10 : 9 : 1) HLfi# & rh X4 4
JEHEAL AN, SEM B o, HLAb~A I Ji BB 2 1T 17T
T HAERPEERE Li-Mg &4 Pk, BT 25 R, itk
KIATE Li-Mg IPIRVE FIE AL Li-Mg & 4, JF7E HF 1
FHTIERL LiF, — 3 (UM RN 7 EA A, Zhang
ZEUOLE I R R UG AR S T AR B R P L
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Mg 410 Li BZS B0, BABUEHE T Li W&
JETT IR 3T, N TE] 8 s, B X 35 A i 48 X Il
BRERERER, B 8d JER T B R P S )R
Hrobh UG pT I, 223k T B A H I B 3 A A B0 (S £
FOR Li BT, L0308 LRy ), IR e

Undelithiated
region

Delithiated
region

4

TN = S U T A et 0] R B DT S PO
SRS RO A 1707 R AR Y LiMgSi, 5 Mg, Si Al
o, HAREr e, BB, Li,MgSi MoNTr a5t
ARRSLITEH, BORILA R 807.8 mAh -gt, WL TR
WaktkE, H 100 UOEFRE A8 R B A E 50%

32
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d
oS
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(a) 0% Li depletion (b)17.78% (c) 32.3% (d)41%

K8 fEER 70 VRIS Y Liy ¢ BMg, o5 FETH SEM R (a), Li, (BMgg os/S 5 Li/S BYFEHCHL LR L (b) 175 Li JBEifk 5 A B 7 B9 Li-

Mg @IS I (c) , BBURE NIRRT i 26 0 (d)
Fig. 8 SEM image of surface morphology of Li, (BMg, (s after 70 cycles (a), charge-discharge curves of Li, {BMg, os/S and Li/S

(b) (9] ; SEM cross-sectional view of undelithiated and delithiated region (c), pseudo-color images of different Li depletion level

for neutron attenuation (d) (103

Li-Mg &4 Tl e A MR, FEAENRTES
K6 G I HAEAL 2 R 0, Li-Mg & 4 3222 LA AR T
[AELE, IRG NGRS K, 76 Li B PUS, Mg fEh
HARRAE AR TR e, KL 5 B ek 15385
FLBEURA SRR, Li-Mg A 4t nT 18 #4050
Mg BA Li-B &R, (Hhmdiat R, HT
KRR, Li-Mg G & T S B T R EOHR B
AR AR AR . B T, SRS
Li-Mg JCE LBl dE# E 2, 1 Mg 75 A i AL 22 36 2 1
Ji, IR Mg FERAR R R R, Ak, FIEE
Mg XF Li FEFE R MRS 2 4ERERe 0, A R4
JCRNMBIHE Li &R P —E MR,
3.4 HiiE-£EES

HEELAT B/ INR TR 2 AR A i AR A G v, RE S AR
ZEBIL A MR, BT LSRR WA S H R,
WAl JE B Li-Cu. Li-Sh. Li-Ge. Li-Zn 1 Li-Ti 254 4,
B F IR T2 22 Rt Rl Ah 2 fL 79038 25 4 DT fic 1 22

SR, XA A A B RT A A A A A
JeHIRAE RS Sk | s E Sk b,

Ge FLA (R FEL 3 (S HLF 1 100 £%) A R A4 2 B
TFYBARL(S B FYHRE 400 £5), BISLLAREN
1600 mAh -, TRFHZS K 7366 Ah - L', TErA kbt
BT Si(Si A28 8334 Ah - L) '™ SRTH,
Ge 5 Li MIFFARM 2250, FERH 14 i A2 oA AT sk 4
WA EREABREZRK, AR IRE] 272%, M EBHAG T
Li-Ge A& MSEPr i 1, H Al 322 LA R 25 H (19 FAL T Ge
ZMAR B MK, Chiang 251" 31807 R 6] Bt b A4 A&
Li-Si Ml Li-Ge & & ME5H R TR, WEBH T Si Fl Ge
NS LR A, R S P RO TR A S e
P, Sinho % i A I 4 B BN, HIHLT A FL Ge
Wk, A FLEUR 25 Bk F) 1550 mAh -g”', HAE 0.5 C
TARE TR E (ANE 9a) .

Cu HA RIS fA e, D Li-Cu & 41E
SRR EL L B, e e AR R R i R AR 1Y Cu HEZE T
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DA £ 2 At T i, R B B < 2R I A 27 0T 5 e
HZE A A A T — Bl Cu-Cu, O = 4k 40 K B 5 51
Cu,O 7EFRAL I R iR &4 i 10,0 B 35 4E Cu b, 2 Li'-F
ForF-HEFEEGYMN Cu FHZ— W, Re5lE
4 Cu U AL T RE B R I, AR 5 () 431 B X
9Pt I i B (TRST ) 52 15 3 ¢ 2B 93 fift (B I
AR Li, O 76 Cu ML AEIR &F By (kX — G R A=,
[ Li, O fY % B0 P o BB Do 22 $1 A il 20 B, A 4K H vl 77
fire UL Li-Cu G &ER ik, AR LA & Y Li A7 6
Z5im, WAEIKIT Cu B s B g i fe e kY, Xt
PET- B A b Y 1 fB RN AR e R AF AR F A S B, Matsuno
ZEHURIEGE Cu,Sh LKA L R0 BN Bl 1 2 I, 4
HIR A AR RA A&, 7£0.7 VAL LN
FGERHE- B, Z 5 6 PR 2 B R A A g
PR AT A 1 4518, Cu,Sb 1 U S8 L L A2 5 5 75 v 10 1
DURAL I A 8], A B U] 2 f itk 2= il fl, JF& i 7
Li-Cu-Sb [ = JoAHE M | Henriques £ SH i Knudsen
2355 [ 1% 5 ( Knudsen effusion mass spectrometry, KEMS)
5L T Cu-Li-Sn &4 09 [EAR B FRORE X 585 04 4 )
SEHE, T HAE 350~ 660 °C UL N 45 414 1 A
TN  IRG R AR, I XRD 45 T iZA R I
B AR SR

Zn ELA BRI SE AP, LA & Ty =455
S B BRI STIURR, T4 ] P A AR R I R A 1 7
AR NOT R R ST SRR B, R T LR
L3S R Ye S AERIIR Cu L UUR Zn SR AT
AL, 192 =450 Li-Zn &8 MR Cu G K Li-Zn
Ba@{IIK Cu, ZEEGMEHEFRRN, 751 mA - cm™
HLU % B R 1 3R 260 WK, PEAERCE N 97.8%, TE
10 mA ~em™ BB, THIBAR ™A, 7EXFRE M
A A 2 A% T A B DT RO IR Cu LR, I AR,
Li-Zn 5@ LK Cu BEME S LiFePO, 0BT IE Y IE
BL, RS BAIER RN 2R, Li-Zn &
e FE AR P WA A Y AR R, AT W] B GE
PR I 285 i S5 2 ] ) 4 o LI E RE, IGERER A S
[P A figp o ) B9 S TR A, RS R RS A
FFUTERI™ | Alexander 51" 8 o 44 Al 5 VL H1 % Li-Zn &
4, BT Lig Al ,,La,Zr,0,, ( LLZA ) [ 25 8 fif 5 45 5 %t
PRI, Li-Zn &4 A LLZA 1 fil 'S % H 3 o BT,
R 7.5 Q -em™, FLALRLHY HL M AEAS AT LI T 2 R B
RAFIIEIERE . A2 dRh4 e B (LB 7T e kit AT L2 i
TEREESTE S IAE Cu-Zn & & W FI A Zn0 MR, IR
5 Cu-Zn & MIVZRHERE, T ML REIREN R 2R T
i, TR 1 ZnO (HZABHAA AR, SCBlE

BRGURL . SHIERA A B, FE 2 mA -em” BT TR
SETER 500 K LA b %5 LA S G B EEE 1 m®
14 B X FLECAD, Cu 54 (B ) 133975 38 T30k

ShH T H M RE 1 8 A 2 AR S5 4, PR T R B
A Y S oA ME R s B TR M, B R Li,Sh B, AE 4R it
660 mAh -¢”' FYHLE A E, ML T Si, Ge Fl Sn, Sb 7F
Li & &b/ R B ik B/, (WA 147% ., 2540
F Sn A%, ShIA St vl 3@ i o EE T M4 S
HAABUEIK , Hassoun & " FEBRFAA P Li 5 Sb & 4
1, RN JEE4AR N 250 mAh -g ', FEHCHL 100 1K
JE R FE R E G54, BFSE N B3 B X Li-Sh & & BT
SEF R AL R T R G RIM5E '™, Zhuang 5517 %
FH XPS 5% Li-Sh & & WL B I LT 454, Mais 45
FI T HE R R AR AR, RIS & Li 5 Sb
V) A5 AR i 1 A BT 1), O L Li-Sb HL B 1 & 4 bR
T A7 AE AR AS W 5 B ) Hou 251 L Zn fER S B
Br, A Sb G EB Zn, ATAE R 2250 Sh Mk
(AN 9b) , A RH R AR B B b AE 100 IRTE 3 )5 45 &
FAEAE 660 mAh - g,

[ .

B9 AL Ge UKL TEM BE M (a) ™), Z4L%5.0 Sh BRI SEM
R (b))
Fig. 9 TEM image of Ge mesopores particles (a) (41 SEM image of Sh

porous hollow microspheres (b) (13

M- REA ARV, — DEEWN N EEES S
b/ Wi h B E R AR R, DR e b 20 8 4 T R AR A 340
AR ENE., 5 Si R Ge, Sn SFFEME EA VT
ZRAZ AL, et e R . BRI
FAREE, WA, H5 Li GanydEy) A 25, RIEHE
ERATE, Li-Sn B a4att, 2R Li-Ge fl Li-Si''™
AN % M Li-Si, Li-Ge. Li-Sn HEFF, RFE MK R HE
JPAL AN, Si F Sn AF Ry SR AL RHI B 38 Bk 45 A T
£, 1 Ge TEMFGTHTH M4 Ge, 8 H ML Ge MK
N5 P Sk st Ho s Ak~ P R, H AT ZE A9 3 05 7 478K
REETELL Ge T, Cu 7EG G AR I 3 20 B 22 s
FHETFHEM, Li-Cu #2784 )R b b i ir i
%, In TEMA SRR RN, EREFR I K47 (1 %
P, Bl H AR DRL, W e A T RE
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FIRT, SCHRIRIE A9 HE A 4 i AR R S B/ B Bk
A Y BB R 5 S b el B JEL T 7 P A R St A 2R R B L
BNk 1 R, B4R A & AR EAEESE 5RO
WRER, EAMREA SN E, EREEGEAmE
AT R R B2 F A A fE A 3R 1T 53 o
AL AL R NCER A LT TS O DY N & 2 P2 P S i ) N
RO 5 R A A T PR R, B TR L JE SET R S
R, BEREAE M AR T LA X —ER ik, B
P A0 S Eb AR V5 5 4 P R ) 29 A L B A e Sl o
VR AT TGS, o A5 A 1 e i 98 4 7 0 Ak
SERXT T A St BRI Ik 7 A B HLAK
INE 7 43T 0 T A R Y T R P Ak Ak, B
G AR TR AR L BEVE , A Y Li e A S R
T, TR SO, iR b P H T g O R i A
AR, A, A S TR R R B ER KRR 2
5, FEBRMARIAE Li B A R A R BUR AR,
SEMARREE, AL IR TEREEAL " Y

BEXE BRI, S T SR HOR AR 4 2 R A R
B, TR R AT 4 JE80m ety ik

Hi—, Zoo A SN, A ST Ak
BAEPIRT, AR R HED 0 T8 205 i e AR 5% B
PER RO A 8] A FH 3 120735 T S50k 3 H i 7
TR B b A R P, el /0 o Sl A 2 R R R 1
LA Lu 2505 L Li-Cu-Ni 4 4 R FE R4S B 4% 50 25 4 1 40
KREE BT ARAT LTt S AL, A A M T T A4 R 4 1 345

TRE AT AR ERE, A, —SEou A B T AR E 1Y
HREFEIL W T T mHE SIS Z B R
FEE (I B A Mg) ', e A/t g CR AP b L 4
WAZHIR, 515 Li AP iBUf s,

S, IR AR H AR IR R R B
PN R PERE A R R UL R, R R R A IR RE . PR
BRI R AR K R, DA B . A 5
PN SEL AR B2, 1A WL YRR AR N SEL A2URE 770 X e
P RE I B IR, PR AR A 2R D R 1Y P A
WAL AT MR R 5 A/ R I B R ST PR RE . T B X
BRATERUE I . SRR, AT 1) A S B
AR B3 0 R A I 2 L A O 4 4 T R b Y 22 A
RS BT LR R R SRR OB LA L K
TR SIS, A 4 ] 25 f P oA 3 L < e S Y
JOE AR 20

=, A ERME AR E AL B, AR T X
PR ZR B0 T AN T I TR < A R AR B
DRI T 25 S 7 B 4 3 T O BT — 2 M R P 4 A R
LR VSR R VR AN RS S |
I, 3T S YA B A B T A DA e ) R
RIE R AR, IS S Hu b AR

S0, Zatteioii, EEMREENE G el
AR PRI E AEAE AR AR R — e H AL Y
LB, LA TE A AR R BT A i AR xSy

HRES % Li DI R EMRA 2 A0, O AL A e 11 2%
= 11 I CiIHE ST E (1Y S D A | e S S R ST B
%o AE Si M Sn (I, SIRE S IAPRIC AR L,

F1 BSECHRBTHIERELCS
Table 1 Properties of various alloy electrodes

. Battery . Coulombic Specific capacity Cycling
Alloys Composition Security . e o :
system efficiency/ % /(mAh -g") stability/times
Li+Li; B, Thermal battery,
Li-B Li.B Li-ion battery, Stable >85% usually 600 ~ 800 >100
' Li-S battery
Li-Si Li;sSiy, Liy,Sig Li-ion battery Relatively stable <80% usually 1000 ~ 2000 <100 usually
Li-Sn Li,,Sng, LigSns Li-ion battery Relatively stable <80% usually 800 <100 usually
Li-ion battery,
Li-Al LigAl,, LiAl Li-S battery, Stable >80% 800 <100
Mg battery
Li-ion battery, Relativel
Li-Mg Solid solution Li-S battery, crvely >80% 800~ 1000 <100 usually
stable
Thermal battery
i bk, AT ERA S ILA R RNAS M HARADRHE T T BRI R U — o TEAR Y 1 HI A

DL, T AORESA BRI & 2 ) 2 A R 2 4
BT R BSOS AR S A I, e T — B T

FE, A e B R D PRSI
SEI FYIE LA R FL AR . @) BT i 4 < B
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