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D&, HE - LEARICKWT, ERTIE LT A4
VOREA - BiEE, AT Mg OB - TR E 5. IE
& IEAE DWW T, FePOy R A FAND Mg2t f DA /X
— AV —v g VRIGDP R 720, Li OfEA - BiEED & H
EMBICEC D, Mg OEVEFRT ¢ 7 A K APERRIK T 23 E
WINLH. —F, ABKIGTIE, Liid Mg k08 ED,

(b) Rocking-chair type

e Ex_lerqlal e O Liion
o [ ciru
O‘\'A‘Q r —|+ Cha,ge @ Mg ion
o
L’ t\°“ = \
External P External
circuit circuit
— + — +
[ ]+ [
—| & _Extemal_ . | g
—| I ereut
Chta;ge \ A / Dis<§htarge
state \ O 3 state
O/s% —e— - G‘@Q
o e o
Li-Mg Alloy | Li& Mg | i-m Host
9AIY 1 in solvent (LM s

Li Mg=xLi*+xe-+Mg |

—

Mg=Mg*+2e"!

Energy g=Mg : LuMO

| Li*+e+Host=(Li)Host
HOMO f ]
! Mg?*+2e+Host=(Mg)Host

Anode  Electrolyte  Cathode

D)y F/ 7T 7.
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BN B AW HD A 4 PP BIRIC 72 570 WR D,
FEEPIE Mg BEERICHHEL, TVESAFPRELST
WLi oW AE#TFbNn5. —J, LiOWHEMZ FE Ak
EIBEES P2 HHE, AR EICL & Mg O& A
e, Li-Mg BB GE&2 MR T A EEZONS. U—T
—)CLi & Mg RFIRFICHTHE 9% — 0.5V vs. Li TEITE
B fTo bR, LLOTFV ESA AR O, Fig
TWREPMEOND CEHR AL, ZokDi1c, ¥ox
W T o 7Vl o4 Bt Li & Mg #h FhOEFT &%
L, RehEBABRERMAZBETELILAHESL
%. %72, Li-Mg sHciE, Li-Ca, Li-Zn < Li-Al7z &0
HMAaGHELEZONS. TOLDIC, X2 )VAERTIE
Li & Mg D ZNZNEREABRRIGEZES LIk, &
A 7V BIF 7x Li-ion |HLIEMK & %4 D@ A & 7x Mg
SEAMEHMCTES. UL, BIRO Li-on Eith L 0 &
WIS F—EEAELC 3L . 2OBBIEEH TS
BFWROREICHS. RE5@IRT LI, £Fx VTN
FOBRRIIEIT L HBIG- L7\ 7ed, BIRRHICHICH O
BWIROF + )7 HMEFEINTEY (W2, M5 IRt &
DITEEITHERED 5 VT HEHRETL —HDOF U T A
IV EBEHHFET S LD 5), T TEEDE
7B L i B 728, DL T 5EMREDPE L, ZTOR
RELTRBIROVF—FEEMETLTLEDS. EROBH
DMAEDRIC LV REWIHERTESL L0, FMEMRK
e EDOFEE AV WR D BUKO Li-ion b £ 0 &L
WFE—FE R BB OPMRKE L THEETH 5.

B BAyF I FzT7RTATIAFA B

F 2T IWVAFAVEMD TRV F—EE2H LR 5IC
%, BROER/NNRICH 2 51 5 Li-on fith & L
Oy 3/ 7F e 7THOBEBMEESNETHD. Dy F /T F
7 HIREMTIIHE - TEBEICENT, FxUTDIFEA
EREM & BTSN TV 5720, BRIV —FE
OBFEMICH TS, By F VT F e THOTFT 2T IVAF AV
With A RS 51213, 2EEO N F A4 VR ERFICIER - Al
FOGOW )25 hFERH D, M50 ISR T AR EERED
MHEshs. £EAE TR, EM»S LT A4 & Mg2t
AL VRIS, A EICESHT 5. T, KEAR
T, AL 72 Li-Mg 8480851, F7-1EMmIC
HAINS., COXSEENFEHTENL, By F /7T
T RDOF 2 T IVAF IV EMPBEILTES.

WO EICH /- T, FHHITFFIC2 DO RIERRIC
EHL, WEAEDTEL. FO120F, REMBICT
% Li-Mg £&0EHETH 5. LiBvAam EICETd 54
HTRLEBOTVFSA FPREAMEIL 2L, Eilio
LA IR, BIEIC RN K oS, FEREFER S
BEICRBNFNCRE RBBEEEPER NS EE 2 DR
5. E—h—VICBIT 5 FARENTER T, BEERIEE
TWREEE TS C LR L Tk 1008 Li-Mg &4 A
ERECFEZDLH T EEHREL TS D 1 DOKIGER
i, AvE—Al—y g VHITEBICET 5 Li & Mg O
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A - BB E)Ch 5. Dy F V7 F o 7THESICT 5720,
EBICIZ LiZ20 T, Mg bl - ikt cE 52 &0
HATH5H. RETTR, Y7 VIbEWEFESIohTF LD
HFFAICE T BRI DOV TIRA T 5.

(4) Lit 1 A2 & Mg2t 4 AL Hh\EEICEES T 2 BRRE

BRI B A - EEZEENOREICH/2> T, Li & Mg
OWEPER THA - BRI EEL Y « 7 VUL A MogSs
HETIVERBRE L THWT, Ta7 I AFEV/RICEBT5E
B2 AL 72, MogSg i3I K4 B F DUV F v 7 AKX
IEAFEETH D, Lit Mg ¥ H 5 ThEE(122mAh
gD LAY A FARLULZ EREINTWAHABD6, Mg¥
B O LI K & LT, MogSg 13 E I TRIF RV A 7 Uik
TEB TELME—DEDTH LM, Ha TCLBN/AEDIT,
Mg OEANILEROE S ISR L T, ZOERMEENMETL,
BEF~80mAhg !, HEEMIEI~1Vvs. MgRETH
Z)(ll).

6(a)iZ Li-Mg 7 o« 7V A F 4 v &R & O MogSg 7F
H D Cyclic Voltammetry (CV) ERRO#E R4 174. CVOD
ERAH15V 54V vs. Li D& A #i F T MogSg 78 ~
100% D7 —B VR THE - TR TEHI Ehbho
7233, F/, M6MIRLAERBKEER I T4
B, TaT VAFIVERRYRVC (HEREREE THREL -
MogSs BMICZIE, Li & Mg A1 : 1 THASN TSI &
DICP G OBRTHL L ETR 7. SHIT, MgDAHD
B OWEIMBR LN, T 27 IVAFA VR TOKRER
frE <, Mg AL 2 5 BBEMER S Nz Z & ARy
Nz, THOHDFER2 G, ERFEHT LI & Mg % RIKFIC
A - tHCE % 2 &R TE/. 61T, M5M)OE
WRARITR L2 L D1C, A BIZ Li-Mg 8O - &
EHNER T L, BET 5EREEARS DD,

Li-Mg &4 AMiE, frHd 5 Li & Mg OEXRIC X - T,
EWEMPY T FTHENREZLNS. Li & Mg I3 EEHE
BMEMDZTNZN —-3.04V & —2.36 V vs. SHE (JE#EKFHE
T\WR)THY, T RERICAONS LD bece BLT
hep HIC B W THEBHR G R T 5720, GO EM
i3 Li & Mg BEOBRBEN OB S S S HEHTE 5.
X 6(c) ICIERIEEE TS LA FWT, Li-Mg ~TR&640%
BEMZFE LR ZRTO. SAHOBERL O, LMK
#HifH O Li-Mg 54128\, Liid Mg X0 - B#FEAN
PMENWC L2 5. RREBRICEWTEEAETSIN 57
O, BROBALIT Li OFHFEA (X 6(c) DFER) L DK
WMEANBETH L. —), BMEAKET S &, B KWL
Li PEEMICEML, EMICHASINS. Li-Mg &40
Mg-rich 72 REEIC 72 % &, Mg OBEMRBHER, IEMAFHA S
NALENEGPMZ 5 EEZBNS.

T a7 IIVAFFV/BIMOFTERERICE T % AR EOASHT
HILEEZR 6(D)ICxRY. Thid, LiskUMgaA1:1T
A I N7z LipgyMgy 0/ MoeSg IEMR A /a3 A V)V & E
BRGEUETRBER YTV, CufBEEALICH TSN
Li-Mg &4 % SEM CTBIZEL/-dDTH 5. T/, HEE
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/
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- 2 = h
w 28— Mg?*+2e=Mg;, Mg-Lialloy |
-25f |it+e=Li i
% Li*+e _Llln Mg-Li alloy
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X6 vy 77 Li-Mg 3 &t EME M.

ERAIARE T IVICHE D < Li-Mg &4 AROEREAL.

FERB O AMENTRE.

5 - L C, LiFePO, IEf& 7% F\ 7= Li—ion B #hic D\ T [A]
i FERET-7c. FEPLLMALLE LD, LidAty
BAKD A% e Li-ion it & X, Li-Mg 5 2 7V A F 4
VEMOLTEBE T L-Mg 58DT V' F 54 FERERH
HInTED, Ze2LG60ARE L THEHATELZ EAby
572 P EDXkDiZ, Lik Mg 2 EDF~ U T #0f
AT 5T LIk -> T, EflE LUCABOM S OB I
WCHER R A RIEL, S ERM AT E T 5 gt %
w7z,
5. ZEANFA L OEEAILBDEERSR

T a2 T IWVAFF VEBIEKROE —~F+ U T RTIIALN
TR\ I R 2 R A ERIICH S & 75 7.
INE TOMFEMERIC B TRICHKRIE WO, T 27V h
FFV/RICET S Mg O AHBESMEHINABHLTH
5. —EEIC, BEERAIREIL 1 DDOF U T AF A VBE
A MEBIOM TS A+ = BBy T 4G EfE s & CHHl S
N5, FxUT7OMALHEY, BTHYA FBAEESH, 7
Oy F 7 —alb—y g VRADORPIZ & - T, JhEui
AL x5:ELZLNTEL. L2L, Li-MgT 27
WAF T VROFRTIE, Fx VT AFVREDORAL LV,
LiAFICHEAINIBRAFDOE> P MgidHASI T
<, EMENIEEREHE SN D AN Z ALPFAET S T EHR
Wi, KEITIR, FREAEYHVWC Ta TV AT
AV RIC BT AERNILEGERE 2 TFE L /i RIS OV TR
5.

MogSg 78 A i3 Li & Mg
site D2EHONF VA +BH5H. T

IZ %} L C, inner site & outer
IZ MogSg D

£ T Y @ FE59E % 85(2020)

Materia Japan

(a)MogSg IEfRD CV.  (b) MogSs IEAR D% FE It i Hif 45 .

b) a5
) —— 0.5MLITFSA - 0.5 M MgTFSA, / G3
0.5MLITFSA/G3

3 0| -~ 0.5MMgTFSA,/G3

g' Discharge rate: 1/20 C

>

5 25} _ Intercalation potential | LitMo,S,=LiMo,Sy

s i R LR b

= s

g 1

o 20F e 2Li+LiMo,S,|
=LiMo,S,/

15 . L . . L L L
0 20 40 60 80 100 120 140
Capacity / mAh g

Dendritic Li deposits Smooth Li-Mg alloy

(c)
(DLi & afmEt & Li-Mg 5 « 7V F 4 v &ithd

¥ = 7 VIV MoeSs D difiis (£2) & 71 574/
YA+ ).

X7

FuHES & F A v A4 F &R . Inner site & outer site |
ENEN6 ODOEMTA BBV, hF4 /T3 HEn
IZ & 58 7% inner site [ICHEA SN 4. 6 DO inner site & & s
inner-site ring TIE &Y A FDOEERBHEKL/6T, 5k
z NiE, 10 inner-site ring |2 HFF VA EA 1 FEFEA S
NAZ L MNTE (T LiMogSs & MgMogSg 1 #H 24 4
%), TN EICHAINS B F 4 it outer site & (5H ¢
HT LT D, BRI B\ T, inner-site ring (7 O
Wikt CHA 72 MR M) L outer site (K7 OFEMHTHA
7EREIE) A HAC A L T %

H70 D BIRH RIS 5 BRI ZEB) O % i3 5
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728, BERAFFEBROFERIZESWCGEIEET VAR L,
Nudged Elastic Band (NEB) #: G % Fi\ T, JLBOERORE
bz xovF—aked/z. FHAEORETHE, Li MgiEo
ADRTEHT 2 TIVAF A V/FHRThH, inner site 28 5H N
ToHLEHIE TR ERIEMAL T RIVF =D LR A BN .
8(a)IZ MogSg R A MIT ki 5 Mg % Li OILBCEEE, B3I
LiMogSs 7 A M IZ &1 % Mg OILEGREOWEMAL T %L F
—DFHER AR T, FHEICEWT, 150 inner-site
ring IZ {7 & 3 % Li ® Mg 7 outer site %3~ T, B#EL T
W\ % inner-site ring ICBE) ¢ 5@EEEFH L. Li &N,
MogSs TD Mg IEBDEEAL T oV F — 0@ <, KRR
CREWTEVREENMEL S IC—H% L TWwh. —F, Li
I inner site & DT D, Mg BHEASNER AL’
B9 5561013, Mg IKHOTEEAL T 3L — 2B IS
SNAET NG oTc. K8D)ICE—REFETELN
LiMogSg IR A M H5i 5 Li & Mg OikEkZ# 4 9. Li &
Mg i3BB L2 —EDOEEL R LN ORI 2281 16
N5, COXSBBROCIBEDZT 27 VA F AV RIC
B 5 Mg KB OTEMAL TR IVF—RER SN A RK &%
Zbnsb.

FER 7 i AL T )L F — DRI, LiMogSg 7 A | TD
Li OYLEe MgMogSg 5 A F TO Mg Okl 7z ¥, B—F
YU T7OHETLRONTEY, RAFDOF ¥ U TEEOH
IZHE > T—HRAICE D 5 2 HEHSBLZ LE2ON
L. EARE W L OSE, BEENIKBUL RIS AO/
BRI 5 2 DM, BRI INBZEBN I FRICEE T
momh Lenwh, Mg 7e & &l 4/ % v B EE
HTE, BANIEBOEEERIC R 556 0% <, HR

<
(@) [ e R 3
5 2
I L
800 s = 1 8
"""" in Mo,
700 g s )
> ===~ Li in MogS, C
g 600 — Mg in LiMo,S,
> so0f
8 y
& 400 S
S ra
> S A
Q 300 S/
2 /
= A
E 200 5 o
pyal o (iiiy -
tof A (i ()
oL
0 50 100
0] Diffusion path / % W)

0.5 M LITFSA / G3 electrolyte
44 | Room temperature

~LiggMn,0 --——gawr™==--

w
[4
=
E 40t
= ag WE: LiMn,0, CE: Li
= T RE: Li RE
5 26 (separated by ceramic filter with
S 0.5 M LITFSA/ G3 electrolyte)
o Current: 20 pA cm™?
34r

0O 20 40 60 80 100 120 140
Capacity / mAh g’

AT TOECEEAL T OV F — N EMRIEDHEST 5 DT % .
ZEOPIREL TWAHBT 27 IWVAF A VEBEMARTIE, HEk
RAPCHEH LT W—(fi h F I v BRICHAIN, £0D
%, ZflihF 4 B—lihFt v & OWRAREIERIC X
D, BRI RES N, B D hF 4 VP FERFCHEA -
RS NS C & H KB TE 560,

COBRBEDO— I HOWT, A IVE 2-Mn,0, % F\
THEA1T- 7. FBLL 7= LiMnyO, % Li D ADEFR THE
BLCLi YoM n 530 & 2FBI 50D 2
BHOY VTV L T(X8(c)), Mg DADEREH
IR RFERZ 1T - 72 (X 8(d)). 22D A-Mny04 5 A FTHA,
Li 72455 - TV 5 LigsMnyOy R A R DUE S BIE RN &
BEPELICES, MogSg bR LERMNBALN. Th
i1, BN ZEOR A MCHAINSBADFRE W
TTHAHD, BERWEEA CRREENKELS &Y, KR
ABMMEL o TLES/ T EEERL TS, ZDED
TIBEEOREDRIT, 4%, M/ AV EFr YT EL
TS BB/ OICER @ L 705 2 LRSI NS,

6. FLHLSBRDERE

TOVF— - BREREOMIICIAT T, FHEERT /N A
OBFRIIEELRETHS. Li LN, Mg, Ca, Zn’k &
DA F A VIERIFZAFLL T, KBELIEHICHEL T
W5, B5EREE L T AEBMBEMOMRICE T, E
&, WFE, AROMBPUTICHEST S EkobNT
W5, KRRTI, FEEOHPIELHBLALTIRIEEAE
DI SN TN - 1o &l F 4 v VA& R,

o . initial state o i

Lit %OO ° ° an%o ) o &
ey o .
o E},,@QOO%SZ » o c? ) &9 omp O.OO a/ iii. saddle point
i

o 0P 00, oOF g ?

(b) J Py ’OO% o
Q
PN o M0

o
o} On ©
9-Q
loel o
0 ~¥0" og
o OO% ©
iv. 0%
o
o
(o} O o
@-Q
oL o
00" o
s ®° o0 °
o OOO\.
o
v. final state
( ) ---------- Li + A-MnyO; = Liy ;Mn,0,
A0F- - Li + Lig gMn,0; = LiMn,0,
w WE: Li,Mn,0, CE: Mg
X 38 RE: Li RE
i} (separated by ceramic filter with
% i 0.5 MLITFSA / G3 electrolyte)
g 36 Mg =LigMn;0, Current: 10 pA cm™
>
= 34}
8
=
c
L 32¢
©
o 20|05 M MOTFSA,/ 63 slectrolyte
" | Room temperalulre Cutoff @3V |

0 10 20 30
Capacity / mAh g

X8 H—JFBEHE TR HM/(a) MogSs 8 A M BT HIRBGHREOEMEAL T 1 )LF — 3 LU (b) LiMogSg 7R A 1235
% Mg & Li ORI 8). (o) Li EfRH T LiMn,0, B OEERAEER S L, Z£O#H(d)Mg

MR T OEEIIERBRORER.
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IC Mg ERMLT o 7NV AF I VERMOBIRIC OV TR
N, EEOLRINETEBDA VE—NL— 3 VRIERA
M COEMNZEE /& & EBERE L E B L CTHEME L T & 72 pi9eks
REWBNL, T8l 2B EBMOERICT T
T, T a7V EORF®RIEHHRT o —F R L. &
#®id, FERICH TR #EL, B - T xLF —fiE
OFPICEBR L 72\ B2 TV 5.

7. ¥ » Y (C

AR BT AT REIR A LERFE TV T 4T
MR GERT O KB R B L OB ISR O T HeiE % %
o, HALKFEBH IR O A—/R—a vV o — 2 ZFIH
L fTo7e. SCCTRHE®RL BFS. KEFFRITRIFIIEE
Bl B =5 3 B B 22 (S) no. 18H05249, % BF 7% (B) no.
26289280, 4 A #F 92 B *% Jij & no. 18]11696, k5 Xk U
ALCA-SPRING D% TN /2 DTH 5.
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