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An electrochemically active material includes an electrochemically active phase that includes elemental
lead. The electrochemically active material includes at least 20 atomic % elemental lead based on the total

chemical composition of the electrochemically active material.
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An electrochemically active material includes an electrochemically
active phase that includes elemental lead. The electrochemically
active material includes at least 20 atomic % elemental lead based on
the total chemical composition of the electrochemically active

material.
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LS VRIEEER-

(BRABHR - BF - AVERED)
[REAER] ARSTBANEHBE U REERZ 7%

ANODE MATERIALS FOR MAGNESIUM

BATTERIES AND METHODS OF MAKING SAME

(s
[0001] AI&EE(ARRBHINA AN SEE R ZIGMmATAE Y DL S el
i sz FERARITT A -
[ Ferisei ]

[0002] BEZE AL LB RN Z X $E A (secondary magnesium
batteries) P R [ AR 4H B4 o BLEEAH (R R BA A B 40 Nikhilendra

Singh et al., Chem Commun. 49 (2013) 149, and Timothy S. Arthur,

Nikhilendra Singh, and Masaki Matsui, Electrochem. Commun., 16
(2012) 103 & -

[RHEARE]

[0003] E—&FHBIF - RE—EE(LBEEME - ZE(LE
EEM RSB ERENNE - ZEREEHEEETE M (clemental
lead) - LARZBE(LERVE MM RIEVAB(LBE RS - ZE(LBEEM S
EED 20 RT%ITE

[0004] 7HE—LTHOIT - RE-TEHEE - ZEHNEE-LE
i HEE—-EEkERY) -  WETE—SaE—ERE  LaE
% REBEHE-TEE 8GR ZAEBREE—AERERY 0 %
REmA R IR Bl 2 BALRIE M -
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[0005] FE—EbBEiEfit - SRt —ERMIE— BN 7% - %5
EEERE—TERS  AEEHEE—EEEERY - ZHEE—5
BERE—EES  RAEHEE—ABBERY - REBEERY
B LT Y BALEEEAN - BT RE— S BIEEH—EE
ZEMERES TEE—SEEEREES  ZeEBRNBE
EHAZ— B -

[0006] it BB IEBAR AR B S BRI - 448
B — NS EEMH 2 WEIEE FARIE PR Y - RSO
% B UREBSENEHTRUREHEAREET SR -
GEAGEED|

[0007] 4% gy 52 I B 15 2540 F P A4 B 45 (8 98 M 6 G 5
= B E S HEEARE - K

B | ERES | ELEE s BB

B 2 BERES | B[R E Y 58N ERBE (capacity vs. cycle

number) °

3 ETRES | WABGERYERTENEY BL2E R

% X S ESTEE -

4 ERES 1 WABBERMENR -2 BLEENBREY

X HBGEHEE  REOHEZLNERERE -

B 5 EREG 2 E(LEEN S BEHS

B 6 BERES 2 (VBB E MY 558 G B (capacity vs. cycle

number) °
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[EA]

[0008] Him b - EEHM (HRABEENNES hEEFEELR
HERETEM) FTRAHHEETENEENAEEEE - A HEEBRE
A E FAVER 1A 185 B #8578 (plated) U KPR (stripped) - 3RS » ERIHE
Eae s Al (Grignard reagent) i o] i # HIPRECHE B % - 28 @ LLEEMRE
BheaEHEESETR CARLANRSEEL P M ERE AT -
HEENBRYHIMHERT2FEL &85 FESIARECAERDN
%2 F Rkt (host material) » R EBREHRENERE AR TFERE
o BEY @ REM R RE B %R R BRATE £ 896 &R
(dendritic)§E

[0009] EFBEABETHEEEREEZTENERT AREEN
HEREER - H—4 Mg BEEMELE - HESSBHOCHEHPEEET A
BAEE FEME - M LHEESERZ HEREE S (rate capability) 7£
T gERIEHY » EEIERRN C/100 WRABERFZEKEE -

[0010] KREME B AHFBEHMENEERAKY (FIOAREE
M) ZELEBARYEETEN -  CRREARSEEN 2 & EBEm
R —EEEEBEZME - BE  PRARSEEMNERPFER
e f AN REHRENERE > TN ESEEN 2 Z2R T -

(0011} 7FEpBEDLHEH -

FisE " 778 (b (magnesiate) ; & T §%{b(magnesiation) ; f4¥5
RARNEZE —EBRME 2 —2F

g
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i3 T 1T % # {b (de magnesiate) ; K T % 8 1k (de
magnesiation) | 43R B —EHAEBIREY 125 ;
. M3 T %% (charge) , B " 1770 (charging) | (iS5 AN IRME
LBERE B 2 ;

FA3E "B (discharge) | B (T (discharging) | ISFIRE—&
ABRE(LBERY 2 » B RZE S TR S

FIZE " Reffi(cathode) | (IS N —BRFHMSE 4 BL2RER
BN —EE CEEBETEE);

FI3E T WpfBi(anode) | IS E—MERFIESE B 2GRS
SE(LE— IS CEEMEEAEE);

FIEE T adlloy)  RIEEESE BEBRESBIEEEN
SHE—YE ;

R 3 T E{LESEWE R (electrochemically active material) | {435
B fE— BB — R RS E T RE RN ELY
R — AR BB B T T M B EERTE

R 8B T ELEEM b electrochemically active material) |, 2% TSEMEA}
(active material) | {5 —IEHEMEL + BOEHEADRL RS AIIGIB —45)

H3E T E {275 M 48 (electrochemically active phase) | = &M
ffi(active phase) | {kiE—E(LEEUMB M HAE—SEHT 2%
B R B AR S B FI O R T AT MG RT E
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E $E T % {k 2 JE 5E 1 4 (electrochemically inactive phase) | BX
" JEJEMEAH (inactive phase) ; (hIE—BILBEMM R ZHE » HiE—8#
Bt P 2 RER B A S BB RE T AR RIE

k58 " EALEE ML £ 7T & (electrochemically active chemical
element) ; 3% &1 {L2 70 £ (active chemical element) | {AfS1F — &
BN P AERNERB A GATRIGRG T St EgER E 2 L2
TLE

k& " Bt 2 JEE 1k 2 JT & (electrochemically inactive
chemical element) , ¢  3E J& ¥4 £ 2 ¢ & (inactive chemical
element) | (RIEE—S$BE NP2 RER N EHH AN GBI NRET
AN FEZALR TR ¢

WA FAE > BBER " —(a/an) ) B T Z(the) , BEEERK
{E #1515 Y (referents) » FRIEAI X BARERN S A e - WAREAZ UK IR
M EREGIFATER - " 8i(or) , —FHBERARERE " K/ (and/or)
MERE - BRIFNSCEARM S A AT -

[0012) SASCPEREER - DimEacl 2 BT E B RN %
HEANET (P 1 Z2585E1-15-2-275-3-38-4~ K 5)-

[0013] FRIESSAEFITE - SRIRRHAEREROIFREREEN
RAHFMAEYT - BUEZHERES  EFABE HHMETAEMERR
LIREE T4y, BT - Hit > RIESFEHERIET > ERTMRHEER
B ERAEEMRENEESE  TREFMBRTERTREEE
MBEEAABBENREMAEE ZERREMAREL - €5 &
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VIEER AR BNEE - LEELRERLTRRARKN  2ESHE
B EREFERREAT ERE O Fm 2 EA -

(0014] FE—ETHHIT  AHBGER—BAR—#ERP
BAL2EMEME - BOIME - ZBCEEEMHTRHAZHR—#
Bz —AEBP -

[0015] E—ETHAIT  ZECREEMHTEE-NLEE
E2EMEME > HPRABEL2ENATRERETE  EHEeHHE
HEZRA > NZBLE2EUEATEEEHEETE  EFEESNHE
MG E—EEEST > ZE(CZEEETEETRS - 4 %E
{EEEMEAE R EHE Sn ~ Bi ~ Sb~ P+ S~ RHAASL - E— LB HEHIF -
ZELBENHTE-SEE-—NSEFREFELEELER - EEHEE
s HHMHSES > BIE Ti~ V- Cr-Fe~ Mn- Fe & Co - fE—LbEHifl
 ZE(LEEMM R TER Mg -

[0016] E—ET/HET  ZECEFEEMETE-SAE—S
ERIEEMR  DEZE(CEEEERZELRBREEELERED—
fl 3£ 48 7+ (common phase boundary) - FELEEIEHIT - ZEILEIE
AP R — RS EECRIFER R TR - HHE(L2IEE
R EE RS EECEEERLCETE  BEBESE (flL
KoL 88 E - 8) BIEE HLEE  NHESE - £2E
bt > ZBCEEERETU-ESRAFE - EESEEHA
T ZBLEFERATEE-—BESBIBESBNES - £ &
BRI > ZBRIFEHATE-TEE NS EEEETE

\\

W

& W

{8
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SiEeG  -F#B  8E - 8 8 MEEES c E—LEHES
b ZEBLEIFEEETEEEY WKLY (silicides) ~ $8{EY
(aluminides) ~ # 1L ¥ (borides) ~ & 1k ¥ (nitrides) - = #5 £ ¥
(stannides) - Z BELEBIEFEHMEFTEEEY  HUOKELY - &
14 - WEALY - SBELYSShEEE (LY (sodium-aluminum oxide)

[0017) FE—LTFHEI+  ZEZEEMRTEE - DB
PR SERERRET » 220 10 vol. %2 Pb ~ E/D 40 vol. %Z Pb ~ Z/)> 70
vol. % Pb ~ BZE/ 90 vol. % Pb - F—LEE iRt - B LEEMAM
R EfE © DI EAETEMAMR 2 S LB RGET » 22 20 [RF%Z Pb
Z/0 60 [RT%Z Pb ~ /) 80 [RF%Z Pb ~ HZE/D 90 [HF%Z Pb o fF—
LEHEIT > BB T AR « B 2 et
5T AiBiA 80 vol. %z —3E/EMEAE - FiEBif 60 vol. %z —IE/EMEM « R
FBiA 30 vol. %Z —IETEMAM ~ BREE 10% 2 —IEEHAE - E—HEH
Bl - 5% EALERE MRS A b Fa4l Pb FdHRL -

[0018] E—LEHGIF » XIBBHLE—FSHNERANRSEE G
EERERY - ZEREBARYTTEEN LR E(2EEM
ke BtHh > REABEBERYIEE-—HSZERIE - FOHAR M
#5142 6fi(coating viscosity modification) AYRE & A - BE M MHREH -
SR - BhEEE - R SRR EGER  EREE BRIE2Z
M~ BPRBRE - IRE - REMABRITER T REE NSEHREL
YR I -
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[0019] FE—&BEHHIF - KIBBHE SRR FERARSEE P
NERER ZFEEETEE—BRRES  ZERNERLEESR
bRty SEERERY) - ZERBNESTHELN—SBN—EHEM
R -

[0020] ZE—&EHHIF - FIBBHE—THREEN - oL
Rt E BRI RBEENTEE—FER  ZFEBEE—TEE
AR - DA EESER —EREHKY) -

[0021] FE—SHEEGIT  FHANEEBERYTEE MoeSs
MgMnSiO, ~ MgFeSiO4 2t MgCoSiO4 SREAMEAIEM AN RN Z IE
THREYE A

[0022) HELZEEMGIT - FRNEMREHERY YRR - B8
KBRZPN - ZEREERYTEREEERSE - ERERE A
ZEPEEESY  #HNERELK  BHUEZLE  28EEY - K
HiE  RBEREAR 2 EOREREHZE - W _28 - RE
WiEEE ~ FAREE Z %G - WS BLE (THF) ~ 28 - REEE - £—
LERAIT > ZEREASE TS HE RS (glymes) - GEEH
A% — H Bt (monoglyme) ~ — H B — H it (diglyme) e 8¢ 5 4R #Y — FF it
o RN HER ZH B (tetraglyme) - EFERH HHQESHEZE
8 » EE40 Mg(PFs), ~ Mg(Cl04), ~ Mg[N(SO,CF3),]; ~ Mg(CF3803), 3
K. NaBF, o E—SEi G - % BREEE T EEN/LE (magnesium
halide) » A#E MgCl, ~ MgBr, 5 MgF, » Ha[iE—E a5 5 Tk
&Y 0 B AICL - E—HEHSIT - BEGEHABTHEERERE -
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BIEE NSk (THE) AR h N EE AN R mRE - € LEEf
o BIEAR WO 2013/122783 REAY EREEMARY) 0 ZEHZ 2
SR AGAEH -

[0023] FE—SEHHIT  HSEBHTE—SEE LIS
& » 241018 H Celgard LLC, Charlotte, N.C.HYfZFLAHE - %5 FR
T F AZE M WA ABG L% B B E R EE R -

[0024] FRiEBVEEEM T NS ELEEE - BREERRRITH#EN
B - TIRERES  EABMUBE - THES SHEE (NEAK
FABERREE)  #R - BRUELE (UFEFH) RINAEE - T84
AR B — 2 (B EE A LUR BL B 4H (battery pack) -

[0025] AIGETE—FRPBIEN EFTMAYBLBEEMRZ A
% E—BEEAT > ZEMHNTEEACAARBNESBEREGSN
R RIS Z T3 A AF - BE 2B (cold rolling) + B HNIEf# (arc
melting) ~ & FH 1 # (resistance heating) - %k B (ball milling) - 3% 38
(sputtering) ~ 1k 2 & 8 JJT & (chemical vapor deposition) - i 3 &
(thermal evaporation) + J§ F 1L (atomization) - [ F& il 24 (induction
heating)  B(& 47 (melt spinning) 4 EFTIRAVEEA BT E HE B
EALY BB R T BAE -

[0026] FiGTE—-SHNUFELEBNITE  ZEEEBEE
W ey B BAERY) - E—EEHAIT - ZITETEE  £E&E
HYRAARA (FEMKE N-FENLIEREE(NMP) ) » JBEW LR 2
ZEFELEEEMR EERDRIE - AR EREEENESH -
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HBVEWRE - EHk - BIRE - s EBIR R B AT B SO R B
AIERE BT RBARINE > DI RER T BURSERESY) - IS
REZ TN > ERHEMESENEME > WS ) S - MO
BEA -~ RE - HE - BEANMRER - MENR—EERUKE

& c ABANESUTREESEZEE > 0 - g5 - A5 HHEER
B ZHH I AMEZBRNERE L AREREZRBREZ T

Ko BEFBEME - IIRVEANLEE > BEEY 80CEL 300C THE
H—{E/NEF » DARBERIBH -

[0027] ABBEHE-THNBESEEN L - EZEEK
o B IOTAR ARG N EFrZ S E - R —EEE - DUk
ZaEBRMZ I EEBHFAZGE —SSBREZ —BilP -

[0028) AIFELZAERGIUR THMANESTLAE—THH - Fr
RUENELEOGHANE-DHRAZSBEAB TR LB - A > &
HENZE > TETHSERNIRMNEREE ZEEA -

26
R AU R BUERERF
X 543 E 5 (XRD)SREE &
[0029] {FFF4 K Rigaku Americas Corporation, Woodlands,
Texas Z B2 %/ — Cu K, 8 & JE 89 ULTIMA IV X-RAY

DIFFRACTOMETER - Bl K B &5 5 2 4 & ¢ 3 8 & 28 (graphite

diffracted beam monochromator) 7 P ¥ {5 k& 28 (scintillation

C193671P2-1A.pdf 10



201626622

detector) » ¥£ Pb :(Pb based)E i F#h{T XRD &l - L 20 fF 2-0 -
&2 0.05 [ (0.05 degrees per step) BAK 1 #PEYE1 EEF ] (count time)iE
T2 - Pb EREHY XRD BHRER LM ex-situ) (B > EEHEEMR
#y Conflat BUBEM BT TR © L C/40 R > HEH Mg 5 mV
K 250 mV 2 fif(between SmV and 250 mV vs. Mg)7E 60 £ 0.1°C » #47 1
K 1.5 [EfE3%) #hiFEEM - £ THF dP % TEBBRUREEZET
(AT BRIRHMEST - HE > £ XRD BHIZAT > RERBETEY

ERE H N ZE R (air sensitive) Z X HHEREIFF g3 -

N %€ B f§ ¥R (Constant Current Cycling)shEg 75 7%

[0030] E M GLEEE » HFEHATSE Maccor, Inc, Tulsa,
Oklahoma Z SERIES 4000 AUTOMATED TEST SYSTEM - [/ C/40 i »
MR Mg 5 mV K 250 mV ZE{E 60 + 0.1C - #{TZE/D 10 {EER - 15
EERERZA ZBEERSE—EERE 5 mV 78 3 98 K%
{EEAERARE R (open circuit voltage) TAFEBT# - RUEBISULT TR £
B ELR > BETIEMEE P RELOE  RBEHE - DR
$2LHT MgoPb Z JER Ry Bl » 5+ C 3% (Corate) ©
Conflat B &t B fF 75 7%

[0031] MEA—EBERIESIHEBR Mg E (99.95% > 0.25
mm /& » Gallium Source, LLC, Scotts Valley, California ) f%}/£%8
o REFEECHEHE PTFE 25 1Y 2 & Conflat Z & M (DPM Solutions

Inc., Hebbville, Nova Scotia, Canada) - T & B M P EFTEH

C193671P2-1A pdf 11
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Celgard, LLC, Charlotte, North Carolina BYi§J& CELGARD 2300 430§
B HZEE—E 0.1 mm E -~ 1.1 mg/cm? -~ 7] H 3M Company,
St. Paul, Minnesota Z % ZJ& X MM 4E(BMF) o3 fR {4 - £ F B $
HERRUE kR (THF » < 2 ppm Hy0 > 99.9% » fEHI4]%| > Sigma
Aldrich) ##7 0.5 M &/t Z £ 8% (EtMgCl, Sigma Aldrich Corporation,
St. Louis, Missouri) 2 —EBFE AR - MEBM9E—EXAESRZTF
£ (glovebox) FEH -

B'Hl1

[0032] (EA—&HRAY V-3T BEIITE A (Corona Vacuum
Coaters Inc., Vancouver, British Columbia, Canada) - #£ % Pb &
JUEZE 13 mm BYREFEH(SS)TER LA — Pb Bl - FEIIFREFH
[ £/ 7.6 x 107 {LHYEBEER /7 (base pressure)# 3.1 EFLERE
J10 LUK 35 WZHENR - HTHEZLREN PO IRESE - EH
o] 4§ H Satorius AG, Géttingen, Germany 2 Satorius SE-2
microbalance (+0.1 pg ZEENTE ) FERERIEYHZSE SS BETH
H o s RBIER Py R PR E (R 0.24 um - FERER 0 B LERZSE
BREBZHAAFERZTFERT D& Pb Z&E(b&/ME - 0 L
" Conflat BT M BB T77% , ARG - HEBHE Pb EMRE Conflat
RIBEA - i [ERFEMETIER - f7H - LHEZSE Pb Bl EETT
it ey XRD 24 -

C193671P2-1A pdf 12
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[0033] —&CHRGERY Pb BR¥LL C/40 FREREIRAY Mg Conflat BY
B ERMERBERNRE | - ZERHEE— F4HE (single
plateau)4H K @ FE/REERY 2 HKIE - ZFFERBL 125 mV Z{KFE
HER . WAEHAIFMTRSZEBCBLLEELNREER - HREeE
mE > EERHEEEME L (voltage polarization)JRK(~ 25 mV) »
a7 R HYEN 2 (kinetics) - FINEE{LAYFI %5 & (reversible capacity)
%4 450 mAh/g - SEHERN AR E K Mg:Pb 9H s & & (517
mAh/g) - 2 R AR # B3R (weighing error) - Mg,Pb Z U
FER %Y 2200 Ah/L VB AT (volumetric capacity) » H AR #HEE &
P ZAEN=F BAHRESESHBRENRESHE -

[0034] 2 BnEAE 1 FronAEEIRVAEHREE Po BEE MY - Mg
Conflat ZVEMAYTERMEAE - £ 13 ERB/RE/BRILFRERIE
£ 3718 (capacity fade) °

[0035] H4EMIBRY Pb 2 4 XRD B RETTEM > AHAE
Pb sE{LATHEH] - ZF Pb IR(AT A E M5 R Fr 2l /Y Bt 2 18 B R4
T £ Mg B HETRIR - B—%2KERN Conflat BUE MR
— &K IRIE Pb ERYFEMSN XRD BIZEERE 3 4 - 8% XRD EZEHE
REEMERETEL Pb #Y Mg,Pb Z R - B 4 B7-RE— Conflat £
BRI —KBEE Pb > XRD E%E  #% Conflat EMEK5EL
MEARRTE - 2% XRD EIZHER Pb 2EXE - ZEFHS XRD &
RiERTE Pb HYEE{LHART MgoPb U Rk » HAEXREE(LHAR Po EHAL -

C193671P2-1 A pdf 13
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BH 2

[0036] #&EM{AH Pb ¥ (~325 4 H > 99% - Sigma
Aldrich ) » B(Z &85 2%) (KYNAR PVDF HSV 900, Arkamea, King
Of Prussia, Pennsylvania) - J{ & Super P f{# 2 (EraChem, Europe) » 34
80/10/10 WE EtL I /E > L HH NMP (&K 99.5% > Sigma
Aldrich)ZZsR E R FEMTE b - B2 120C TRERL 2 /N - F198
mETE R 2.4 mg/cm? -

[0037] %0 kit " Conflat VMBI A, PRAACGHA - BHE
& Pb B Conflat BUE M - HE - EZEFEEMIUAEEF 1 PAHE
Z77R (C/40 ) ETER - BREEREBIRRRNE 5 mV 5§ 3 &
- B 5 KE 6 B Pb EABEBEREREREEMEE - ZTHH
W AT IEER - X ERRHGEMNES] 1 b2 BN Pb BiG -
HAE/D LS - B AR BN E R E B A A B9 2% 08 98 48
EE » P BEAUAVRER R TR T E B B E T #1E -
[FFakaRa ]

i

C193671P2-1A pdf 14
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B R BN E[E
1. —EE(LEEEAE > ZEEs
— B LEENE  HE&TE Pb
Hrh D BB SR 2ERET - ZEBARETE M
BEEDV20FEF%TEN °
2. WFHEKE | ZEBZBENEME  RE-DES—3REMME » &IEE
M:#8%84 Ti~ V- Cr-Fe Mn-Fe-Co Ni~Cu-~Al:Si+Zn &
—H%E - HHEHHES -
3. WEFHEKIE 1 ZBAEBEEMS  Bf B LE2EUHEE-—SEEE
IE2IEEUTERE  ZEBEBIFEMTEERE Ti-V - Cr - Fe-
Mn  Fe» Co ~ Ni Z—E(% % - (HAAS -
4. WHEKE | ZEZBEEME  EPZEL2EEMRE-FES
Sn -« Bi - Sb+ SHHELE -
5. HWFEKIE 1 ZEBEEME  EPZBLEFUMHE-—FTES
Mg -
6. HMFHKIE | ZELZERME  HPZEBLE2FEEMRESR LHT
REHAHRK ©
7. —HESEEMN HES
—IEEM - HEE—EEBAAKY
—ERE  HBESHE K
—BE%k HES—ABHARY ZAEEHRERYEIWES
H 126 PE—IHZELEERMR -
8. —REFHE HESWHEKETZ -8 -
9. —HEEE—gEMZTE ZTEESE
RE—IEEH  HEa—EBHERY

\
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ft—RES > HES-S8EHREXRY  ZAEBEXDEESW
FAKE 1 2 6 PME—IHZBALEEMMH

RE—BEE  HEEHE X

R BB - 2R B - KZEREHFAZE—BLSD -
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