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Abstract

In response to the growing global emphasis on environmental protection, the use
of electric energy as a vehicle power source has been increasingly advocated worldwide.
Magnesium—oxygen (Mg—0,) batteries, characterized by their high energy density and
environmental benefits, have emerged as promising candidates for next-generation
energy storage systems. However, their practical application remains limited due to

challenges such as high overpotential and poor cycling stability.

In this study, 3,4,5,6-tetrachloro-1,2-benzoquinone (TCBQ) was introduced as a
redox mediator to address these issues and enhance the overall performance of Mg—O»
batteries. The reaction pathways and catalytic efficiency of TCBQ were investigated
through absorption spectroscopy and cyclic voltammetry (CV) measurements.
Electrochemical testing revealed that the addition of TCBQ significantly increased the
initial discharge voltage from 1.18 V to 1.59 V (a 35% enhancement), elevated the
maximum discharge capacity from 19,722 mAh g to 27,788 mAh g (a 41%
improvement), extended the stable cycle life from 7 cycles to 58 cycles, and reduced

the overpotential from 1.7 V to 0.7 V, representing a nearly 60% reduction.

Furthermore, synchrotron X-ray diffraction (S-XRD), X-ray absorption
spectroscopy (XAS), X-ray photoelectron spectroscopy (XPS), scanning electron
microscopy (SEM), and transmission electron microscopy (TEM) analyses indicated
that the primary discharge product was magnesium oxide (MgO) regardless of the
presence of TCBQ, with a more homogeneous distribution observed when TCBQ was
incorporated. These results demonstrate that TCBQ effectively catalyzes the oxygen

reduction reaction, thereby mitigating the major limitations of Mg—QO, batteries.

This study provides a new strategy for improving the electrochemical performance

and cycle life of Mg—O: batteries through the use of redox mediators.

Keywords: magnesium—oxygen battery, redox mediator, 3,4,5,6-tetrachloro-1,2-

benzoquinone, cyclic voltammetry, oxygen reduction reaction
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Electrolyle
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Mg 0z
v‘:\ 3 r Mg plate
lon exchangs mambrane /
{
Salt l Acid '
PUC catalyst f
lon exchange membrane
Air supply
B 114 ETRETHA 7 AME k!
pLE s ,&gaﬁgntr};;ﬁ—s{ﬁdﬁ%y\y},# m@rﬁ?i223v Jf‘tnaﬁ %

B (peak power density) = 89 mW cm™2 > *>* 20 mA cm 2R i R R T2 £ R AR E
2043 mWhg! > ** 50mAcm2E i B AT 0 KT FE 5 1851 mAhg! s @ B & 3%

?

FE B R RN FERLET O FF LB ERRBRRMN D B HED
{2 4 ARG - KRG RO LR R R

2023 # Song & A Wi b e Far i &K F > 2 Mg(OTh
Th- XAZFTAZTMRT L E5T > FIMgOTD: % #i-k 12 A B(-CFs)
SR A2 & EMgF) Rk o R RTT G R S AR R B e X ] Bl
FRea 2 > 2 ifAer LR k2 e BB - HRA T 282
1o 4o @] 1-15 #75% o

HTVAETEF 310 PP R BT 2 123 % - B AR FiE 87.32%
EF S NaCl T2 2 44.8% 0 £ 72 ImAcm 2R in G A& T iRz 1t 3 £
# it 1920mAhg ! BimdR 2 Tt 0 AT L BT - BAFE R
4%5’5‘:3&?'1’** Gy R MEFRFETF T 2 %T R

VAR FLBEG REE ATL 22 - T F T IR EIRTLR
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Bl 1-15 42 % # & >%(a) NaCl 2 (b)Mg(OTh: 3 f&7 f3ik ¥ 2. 3 7 iz o ¥

B 4+ (C)7 e jpldf 2 A > ARFINaCl TR L 2472 T M~ 24
AT FRER S ARE AT A R AF O LR DS ERY
FrHaRBEL2 KMEETF TR 4 ‘w’\_lf:%ﬁd oo Ba L AM N IMERE SiTE
ERYoER T R

152 24k A R f2f

Bk s R fa-ing et p e en RERFEZTF LR F BT
W B FBLEFRTAS 2 e BE AL AT R NE R T
FoRE LR ARk LR ?k—fk,fs?,ﬁi%t’*?iﬁ“")ésézﬁlﬂ%’

#Bar
2 FHRARTE > T L FHER cER P2 A RTE FR L A MEEEE
MFEEAET F RS 2 ?f'?'ttlfi’%ﬁﬁvﬁ;”‘@f‘o"ﬁ’ CRRTRBEBERR R F
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RN t?ﬁ?‘éﬁwﬂafﬁf TRAZTERLT - a4 LESF > UK
FRALEFREA R R RS o PR g R TRT at f
WLRFTERABREF LB AL b2 R B 0T 08T § T8
AER B R 2 fluh 4 o [2938]

15213 BAMTf2F

EOT K KT R 2k LD

RFT G oI ERE kT 2 RIF
mRRERFAY e A

i
Ba A FIE & v B f 2B Ra
T2 RfRRY ¥ L2 G IR F AL, N

—=\

AR R T F
YopR fi TFﬁq (propylene carbonate) ~ & fik ¢ Tﬁﬁq (ethylene carbonate) » f 3 4w &
v% v (tetrahydrofuran) ~ B4 fF = ¢ fE(diglyme) 2 "<#f 4o NN-- 7 2 7 fkix
(dimethylformamide) - # # > fEg3 & F1 L BR 2 A BB R0 4 BRI AR
PARHES RS R G R 6 A MABE S P W H 2B A] ke R E B
FWABP DT R AA R BN ERRTCEF BB R ER YR
4o i # P& 4% (magnesium perchlorate; Mg(ClO4)2) £2 B (= & 7 AR ) Iy 4845
(magnesium bis(trifluoromethanesulfonyl)imide; Mg(TFSI)) ¥ ;% &l #5 e » 2 T 73
FETPER e o m R TR AT RETERF RZAPF I AR

FrieF BRI FTEET AR FHlla s BRI LBHRIBERZET L
2ZFWRIER GHRIAETF TN 2 BaEz - PHI2013 # Shiga % 4 1Y)
$om L-DMSO#F £ T2 H > FIE £ 5 VB R A 2 B si R %T A4 4 3
BNBFREAEFCRRAT &3 # B F 0l 455 24 22022 # Ng
# AW v 2 5 0 B R HeE i} 4o 4 45 (Mg(TFSI-MeCh )73 %0 = & = 7
" p(diglyme) (€ 5 LRF > Fl& L4ET R4 2 2o 2 o P pd(diglyme)de
WH s o 2R P Ei(glyme) EAPHIR M2 TP M EIER c B R P = 2O

N,

T2Z7 2% 2E 1.6mAhem? > 3T %A 0016 mAcm 22 £ . % £ 0.08 mAh
em 2 EET o i Eid 35 X 5k A & o 2023 # Zakharchenko % 4 g 3 i
5 Mgl 2w BT LT fER o @ E S " A LM(2 & DMSO) ~ = 4 AL

(diglyme) ~ z % (acetonitrile) % = &7 * & fk (tetramethylene sulfone)® %% $4%
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FATALBE FPIN A ATERY LRSS ETRRLT LREEL
AOTRREAY R T AL L BT RRT L KT R AR R AR
GHAE2 R ALY Moo B o T A LRS- R T fRR Y e CIF i R
B fEL BT A RN RT TR RS AR AT AL mT FE o g
LR #EAZIE {7 0 2023 # Dharmaraj % A PR 3 - @772 TR £ T R

(conducive mixed electrolyte; CME)’ 4 @] 1-16 #1777 » 2= &
2 IMBE(= & 7 A8 fesh)fied %4 (Mg(TFSI):)i3 » = ¢
FPrBET 85 LA 7E 65 R &8 b2 F

2 M & it 4% (Mg(NOs)2)

= pg = ° p(diglyme) >
£ i 25,793 mAh g >

PEETRTEW VAV EEACARD AT - T2 &AW CMEZ T4 % ¥
FEAKRTABMFLER RALo
L W .
ot HE N & -
; "r;‘;;i : i &
ol Fe AR
::‘ ‘:}_ﬁ‘i - Mg* & P !n. ﬁ,"
'y : 1+: i
S B
aASs Mg Anode surface
o, AR -
ICNT 'l‘ “‘}A*' ' Passivation layer
Ru - y
Cathode @ MY : CME Effective Mg®* stripping/plating
@: stablecel :

Lsssasnssssssssinssa?

B 1-16 CME ¥ Ji7 & @ o B
15228+ 2T BF

;% 48 (ionic liquid; ILs) » %
TR B BN

LTS

WS RBE o A R
55]:!%77 + & lig 133-“" Wi ’W’ s F4%

Frogit > L b HIMEEA B OE

o

Gepiy il A

~2

4 & K2 in iz o P Khoo %

24

WE R BT
i oo B4 4o Forsyth %
2wk ik gie s g2

LR A S A
ABTIsr 2011 E4h7 @ * 5 9

“Ep AR 2R G

200°C 14} z /E)ii%a

EA S0 A N 3P 8.3

P B
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(phosphonium chlorid)3g+ R 48 T f# 5 > M fA R f3F o S 3046 F 4Rt A7 = @ 23
A E AR o RENRTEAEY IR WRETET O M AFESRE PR
R BRI RT BN HEREPFRERES - TR 2T - (T H
BT HIRMAL 2 PITRFIENR L PET AR M T @i
FIRMZ P E R A SRR PET F T A AL R FY 22014 £ Du
% A DSlw - i % %48 T 2 (double liquid electrolyte; DLE)2_ 3% 3 > DLE d
KARE G AR B KA IRB 0 PR REREBRE o B3 a fpd i
do@) 1-17 #757 o ¥ BB REL S KT & el Bikird F &

@ AEIB RO % 3 00% » kB T E - KT R -

B 1-17 DLE 7 # o Pl

2016 & Law % 4 1t 5 B £ (polycrystalline Au)£? 3t 33 s (glassy carbon) 7 1&
POy F g Mg 2 1-1 7 17 A e 2 (24 7 ARPR) Rl R
(butyl-1-methylpyrrolidinium bis(trifluoromethanesulfonyl)imide; [BMP][TFSI]) #
fRedy BRF BRI ITNF BRI DFEHANET F RS ERS BY 20F

® oo fEK AT E Mg 2 HRT > ORR Tin 4 AR R
T FFE F(O)B R 5 AT B4 (0 )hest 128 -

2 - T3 A

el
&

25

d0i:10.6342/NTU202501363



O:+e =02 (3% 1-28)

X % [BMP][TFSI] % j2:% ¢ 7 Mg (Mg(TFSI):)F¥>ORR # % 5 7 ¥ ¥ F fiy
PP EGEFPNE TR 2 0 i8a ] 022 O R iEA B 2 @%] BPEAT o v d
HREPELETRELAG 2 F oo frmffinsrtr v @i BRhF KA
¢ AWM MgO & MgO2» 3 & iwfg 47 5 & 1 4£(MgF2)> & PP fp 3t MgO 2 =
TFSI &+ 2. 4 {2 { # {1 ° 2018 # Bozorgchenani & % %= 3 45(Pt) ~ 4 (Au) ~ #
73 B (Glassy Carbon; GC) ~ = § i = 4(Mn203)% = 3 i 4 (MnO2) 7 &1 L3 i
[BMP][TFSI| % 2k 2 2 i 5§ B R F BEEFHIF BE M8 F B2 ¥
o R TRARY &% To A THE oW 1-18 #7 > I d JFIEKRE
i% (cyclic voltammetry; CV)**t 7 Fe di g T RIZE M F B2 V3 0 b F g A 47
ORR iEA42¢ 2. % + @A #Kp -

B 1-18 F % 7 & B o 1O

LR AT S[BMP)[TESI R f2i® > A koo vz 5 BRF B
1R o X2t F Mg 2 Mg(TFSI. T f2ie ® » 5 470 F X BFF 4 2 L

BRI RAEA G LR RS 0 NF BRE R o
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BFERERz27HE -2 FRHTFTHMES X AT IR FHEGTAE LT o 8
FRT R ZIE XL S MgO: AP Mg¥2 BT 0 TRETERR
hEAEFZLCER EARBETFRA 2T EFTE o

2019 & Jusys % + 01 & e 3 v & %2 (differential Electrochemical Mass
Spectrometry) ¥ J iz i #b £ 3% (In-situ Infrared Spectroscopy) & 7 #2177 ° 45
AT A 1o 7 K-1-9 etk o (Z & 7 A AR) kL v (butyl-1-
methylpyrrolidinium bis(trifluoromethanesulfonyl)imide; [BMP][TFSI]) ** % ¥ £2 4%
B2 BB TEEETERELF AT T AT ERLEF BRSS!
FR2ZAPMT =% B o &% T >0 W [BMP][TFSI]® » & =3 H2 s vfdp s 2 4%
FrdFRfE o2 Fa AL MERL N T RET T RRF RAL LK
B R RS R R 2SRRI R Fo B E BRI
BitarAk ¢ BT AR ARFEEFIO) AN {27 R
FLWELREIO2) e FiaiRyY 3o Mg 5 BRhF B2 N4EEF L P

et (”

(Mg02)2& § i+ 45(MgO) » ¥ 3 ORR 7 7 3 » & F 2™ w43 §F T4 F Rap
ﬁa’f o Mg2+i’—'»-f53\i;51’9 A2 ,Té] 7 ’1 = s % g;g__g. lgﬁgt‘r#ﬁ7f§7 p;;qu%.:{_? B -

g Lp;,‘j,.‘%%? @ars 27 Mgz [BMP][TFSIIZ 2% > § B RF Ik

x’\ﬁﬁ}@ﬁ,{rﬂm,**“{/}ﬁ*’rim FE 7 O 17 O Z #

(e
=
Z
(\x
>
]
&
&
o
A
_%m
_'l

Foo M P HT ATHELF TS 2L e FETE AL RL ORR A A 32 3

Mg 4t 4l ¥ 47 F # vez ot i A AD A L L T S GRAR T

[29]

1523 R EF T2y

KT fRipsee A A » RITHFA T Am - AW EFE TR
AR ERFEL 2P G EREFRER AR BT RRRBRES T
f& " (gel-polymer electrolytes; GPE)it § »2" M8 Ak ' > PP 1L § § 400 2
FRRpF+ - P RLeFIRFL 02 iR 242 B ERA

W4

REKTE BRI FF LR .l?,ﬁf#’%‘*%- GRS A R R E

TR BAARE Y M4 7 § T8 o 10004
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2018 # Liew % 4015 gz ki Tz ¥ H i dea $gd 5345 5
THRFALBSEREN I LA B SRR F IR B BRI E T AR

W B - AR R Tﬁ (water-soluble graphene; WSG)4% 523§ 5 58 % 4l = 2.
ARRRE o Ao®] 1-19 #77 o

B 1-19 48 » WSG 2 3 " @3 T 2 - [63]

R WSG-H g @M T A v 85 5 862 x10°Sem™ » & 4 &%
TTEELNE®AA YL 1010.60 mAh g ¥ 140609 mWhg! » T R E £ ¥

#1010.60mAh g > 7 W2 T 4 AR TN 0 o P fontE MAE2 BB T R
o LA KRTREADR ABEAN EE 2 FBEREITLE 22021 # Li £ 405 i
PR RTEP L TRTEREEELG ) R T TRE MR
Hodhr - BEARBTIET EERBT AT BRIRF ¢ 22(polyethylene glycol);
PEO)} #4452 % & < BE [ *f fie*=(polyacrylamide; PAM) -k 5&7% ‘2 = » 4o ] 1-20 #7

TF o
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TGIASON v O
ALY e
\'x" ‘ N -NH,
LSO
QV‘; CH:Cl:
Lo —.C-0-C-
S

120 Bk 5B T e o 4

Fl3 T REESRL R A n RS 2§ T RGeSk T A
PAS WARGPEHCARD RFETRTEBRIGEG REST 224
Ak FREHEER TR TP RR 2T F A g R plb RixK
BT AR F P B L5005 £(2190mAhg ) § i £ % & (2282 Whkg )
2z F R e

2025 # Dharmaraj % % %1377 4 § ¥ 48 B A T /2 (electrospun quasi-
solid-state electrolyte; E-QSSE) 2. A7 4| R j2 F » i@ * # T PN R K- 4 ¢ ’fﬁ
(poly(vinylidene fluoride-co-hexafluoropropylene); PVDF-HFP) %~ 4% % % 31 5 /% 48
(L)% &>t ImL = o p5 = © @3 #l(diglyme) fefllm == ~p BT ETR R 4
W 1-21 #7577 o A7 B I TFSI &2 NOs I& 3+ 2 = g in fie =45 & = > 1838 Mg?':i&
# > ® Mg¥/Pyria"2 TFSI'/NOs 2. h R4 A 2 #Z AT (8% > 4eig g+ 1B
ﬁ%l PR R L BAAREL S E B 45 fi 2 RUCNT iRz > 4 48
P le s plid B R 2 MgZﬁM%Jﬁi‘E’ c B3IV ZETR PET v B A2 A

R B0 100 X Ik 7 RF L ET G Fd S 115 = ThPR & 62 9305
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= PEMTBTEIF A LR BRIFL VY 43

Synthesis of Electrospun PVDF-HFP membrane -

Polymer Solution
-

»

-
Syringe Pump l:\..f_DF-HFP
s membrane
‘ High Voltage
Power Supply I“
= w

Synthesis of E-QSSE for Mg-O, batteries

Mg(NO5), )
1M/05M ;

41 M Pyry, TFSI

h
|

I

I

1

]

]

|

:

1

i 10 pL liquid
| *  electrolyte
1

1

1

]

i

]

I

|

I

1

I

]
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mAh g2 BB AT F R A ARBARULE L ERE b2 B 0L RLER R

o [66]
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L6465 F T4 7 2 itk gr i Al

£ v SFPEPFFOFIREZFYT AR LF FUERETE
FRET " KEEz2 e Hy o REF \“"f# 1F 17 o [62] Mg—0, 7 # 2_ M5
BRABEWZFHBLRFELAR L A2 7 fEBILd e ot i@ E

—M

7 -ki% % & (waterproof breathable layer) ~ % %8 4% %< & (gas diffusion layer) ~ it #|
& (catalyst layer) % £ /i %8 & (current collector) » 4e @] 1-22 #777 » & k4p 3 i & ™

FERF FFFB R EF BT aE T s EIr o

Air

Waterproof
breathable layer

Electrolyte

B 122 2w B2 2 3% F AR -

W*E%%—&ﬁ%iﬁ$ﬁi§ﬂﬁﬁﬂ$’%}mﬁﬁmia%
(teflon) » 2 & * IR B TfRREZF B PFL3F3 § 58 > T3 »xfeff- § R
&*ﬁéﬂiﬁﬁﬁ’iﬁ%ﬁ%&*?@ﬂ%iﬂoﬂiiﬁﬁﬁﬁﬁﬁiﬂ
RBE L F 2 FMBICELTRRFRE AR EBRET BT H

CE LR R A S ERTF T R ERASRT FLF W
%OM1@wm%1£ﬁ%§ﬁ&F% H A 2T RATT R R

31

d0i:10.6342/NTU202501363



WAtk +e > UHRBFRBRFRBEFI IR B2 B 2TF o X Mg-O2 T# &
TR i 5 M2 P i ﬂﬂ%é%ﬁié@%?%”’2$@ﬁi$ﬁiﬁﬁ%

BTl E 2 - L ABRENERRFBEFEERYTER ZBM T FIEELE
kst i A > S 4 Mg-On R BRI 2 & & g - PO

1.6.1 & 1 4

B Mg-Or B4 25 7 B8 224 F 2> 2 @004 it A H T4
AR T F B 2~ £ > 20 Mg-Oy R0 iV F Y > R A & 345
THFFRRF - BRXTONE b FRE > HipR Y MR o F it 2
B2 EEG TR RRF BROAP Hiitondiil sEns T8
o RRIAMPHL R R Y AR RS R F SN - Y

1.62 8 £ B3 B

—s«)’z,fﬁﬁ,lﬁl\—lfjf,lﬁl_; Mz 32 o m s eI BRITF ALY 4’, T EEE

e d BRRRG TR PTG 2R A RS F A e RRIEL R

o TR e BRI ERY 2 P E TS o e goociiae s RRF G

$FBEF o &F BRAHAETILL R LA QRS S L FE RS
FRAZFRBECEHEZEL S g2 - o [0
Bo% 2 F B4l S 2009 & Gong % AUNE g B 25 3 F A §
(vertically aligned nitrogen-containing carbon nanotubes, VA-NCNTs) iF % & £ & ¥
BRFE B T EHEF 0 VA-INCNTs 2225 4o @] 1-23 #77 © Fl§ R+ B3t e
BETH P RATRRF ARG LTGRO e I SR &
fiiitr 23+ 3 BRF BEEER XS VANNCNTs B4 2 3 BhF B
TRRES & S TR b piar Sy o AR R B T Ay S VA
Friasr > 01Mi 3 it4KOH)T f#x ¢ »3t-022 VT VA-NCNTs &
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FAT - 5-80mV 2 Tin A AlmAm® o Apd2 T o sas(PUC)T 1B it -
8SmV ¥ 1.1 mA/cm? - J* %ﬂ%mitﬁﬁ?ﬂ%?‘g PES TS O C EENE
BOERRF A RFLETFGR > 4t LRI R £ R R £
BRF ISR 0 B M BT VA-NCNTs B4 2 § B R F b o B g
BRR L R 2R AR

Bl 1-23 & ##% + & % 2 VA-NCNT 2 SEM ] ff o 71

2018 # Cheng % A V2@ 4 B 3 % Fe-Nx talp B8 13V § B350 2 F S
(OM-NCNF-FeNx) » 4- @] 1-24 #7771 ) BB 5 £ B4 - ja B2t 3t e
I BB 2 3@»1‘?’% Stk BB APARF 0 A F 2 RS B FeNx i
fhi-ghx g k2 % Pl T FETE209mARg ! -
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g coating ZIF-Fe layer carbonization

"'-n.__—’ 1 1
PAN-branched silica |
nanoaggregates

R \
onficNF-zIRFe

\
Onen

CLrY)

bufo-spawn
in fibrous strings

OM-NCNF-FeNx

B 1-24 OM-NCNF-FeNx fie % 6 4277 2, §] » [/

TEED ARz &2 ‘*#ﬁbt’ * B B % it ORR/OER
gragtmerr gy o0
2025 # Wang % « 419 -k # st #4:8 R 4 (hydrothermal carbonthermal reduction

method) = & = ¢ H " § #m 7 ' ¥ (N-doped carbon nanotubes; NCNT)pt %

2. CoFe-NiFe f£4p & £ 7 A & | % #(biphase alloy nanoheterojunction) » & = i 4%

4ol 125 7 - R F B RS RIS LG A G A RS

BEE R G TRES TS FHRLRET > CoFe-NiFe@NCNT v 5 § B A5 fb
H

L L B (BT 085 V3545 F = a0 ¥ Ring A 10
mAcm?2pF > HiE T (o) 5 296 mV o BEom HR i 2 B i BLIY A IR o AR &
AR T TR LSRN T S ER-A Y R ICEEU TS N RE SO
W75 0 i@ deid Y5 de 4§ o & A3 Spds cp #F LED gL (7
BRABE2 G %S bt WA R K 6 £ B RS B
¥ R TR Y i SRR R S R0
THATENTIRA Y LR ERE R AR FEBRRTF A0 AR
> I3

CARAEEF TR T ABET BRF BEF TN RARL MR - -
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(a) Co(NO),-6H,0

2 9
Fc(NO)3-9H20— Q9
Soivothermal

60°C 10 h

2 — 0
FE(N0)3'9HZO

Q CoFe-BTC @ NiFe-BTC @ CoFe-NiFe tv"‘\r.. DCDA

Bl 1-25 CoFe-NiFe@NCNT £ & i 4z o [4]

1.63% &%

¥- oA ARt gl 2 i e AR R R EY R

AEREY PAF EBELA S PIRPUR K E 5o BRI R A T
A @mPtAL £EE X ‘J"}]&aﬁt?’f MR Pt BT RPRERS BN i

ST LB T PtE 402016 # GaO & AU nokaind gd 383

hH o
ﬁ.,
;&

FRREESEFR Pt Mo R+t 2B §U4adp & £ 1A (P-Mo/C) » 4]

1-26 #75% < # 7 3 % B o1 Pt-Mo/C it & &b PY/C e id 2 it jE > F1 5 Pt-Mo
EEER IS F PtEg > £ FlMoRABN Pty PtSd & 5 =H 4 o AT

DE&EFEMa o Oy4rfrE NaCl iz ? > 5~ 3 R R F

Baim@AE L 21 14mAcm 2 %7 T2 £ 5 1311mAhg ! > dpfOT R * pke

% 857 > Pt-Mo/C(3 :

N

2 & = 2. Pt/C it &8 164.9% o

Bl 1-26 (2)PY/C ~ (b)Pt-Mo/C(3 : 1) ~ (c)Pt-Mo/C(2 : 1)% (d)Pt-Mo/C(1 : 1)t it

#| 2. TEM Rl i o 76
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2012 # Wang % % U755 — #4773 Pt-Co % o it & > H S4d 2 & 2Rp)
P72 PuCo £ HAM i rebk 23 3k B3 A B2 M8 ATE S o 4p ot
BiE A L & PuCo 2 A SRS * PUC BV &> L &5 Afe—3A S
20 R K B HPS R B F S 3 200% 0 vt B EE A %3 300% o ¥ 55 5,000
FUEHET CRGEE B EREF R R D R AL ERAAET R R
Proo—BABHEPRU s o SRR BB ERTFI A e 2 MRS
%iimﬁoéﬁﬁﬂ@#+~cf1%¢’wﬁ4ﬁﬁ%t+iﬂﬁﬁww*
BRI M B REAT e APt B BRI MO T8 2 BT
553&4 o

Kfﬁ%iﬂ»%ﬁﬁ@%%ﬁﬂMgmaﬁzﬁﬁamw&nmgium
Fom PA/CH GG FY 175 5 BRF oz B0 HD 5 % PUC 2 IR IR K2 &
oot o Tl i 3.0 nm 2 @ PAPA/C)E Lokl i 2.3 nm 2 g
Pt(Pt/C)¢ ¥ i¥ 5 0.1MNaOH 3% ® 2 § B & it & - &2 PY/C 4p+t > Pd/C
HERIO0CHEAFFPN ERF2F BRFREE ¥ HE0EGIkImol ) K
4t PY/C(48kJmol ™) » & n PA/C i fhif 2 T B &gz it B4 o g3t PA/C &2
PUC it &> 23 BRhF B IHBTFIETHRTA 2P A F 0 e T3 RITH
FFBREI K EEAR PAUCHFES PYC E 4o fF B2 MR M > &30 3
CEERB T R BR o SREE- HE-PAd R STIEREI A > R PR

PAd>r21 e =7 54k f P2 R4 WmmiFE EPRFRFETEF -

1.6.4:ER & B§

V- ¥ AEBE R AR PR RPN EEETFR
PP RRFRZRTCERCHCEY MBS AME T HIFRRFREL L
A AR S BB S 2 ML - o 17

2003 # Cao £~ 2t = § V4 (MnO2) & § B RAp 2 T it &3 L 8
AEEL AT ERFBRE B2 F BREF AR L MO B E 2 B, d
PEREETA A2 MnOE RER 2 F BRI EE > A A B SHAlZ MnOH
it R A S L B-MnO2 < A-MnO: < y-MnO2 < a-MnO: = §-MnO: » MnO2 i#.i ¥
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BRh2Z W4 55d T ERY A2 220 MnPs § 53 L2 BB NEFS
ERER

2016 # Li % AP T4z me § 14 = £5(Mns04) 2 51 2 (nanowires)= & 7 %
*ft (three-dimensional graphene; 3D GN) ¥ £2%% 2 A ¢ (single-walled carbon nanotube;
SWCNT)4f & Hl o T B * 3t Mg-O2 T # 155 7 F T M EIC H o 3% L1 B d Bk
# et o3 3 R e F 1+ & (microwave-irradiation-assisted hexadecyl
trimethylammonium bromide) 424 & » 254 & /2% 10 nm 2. Mn:Os2 3 %ﬂ?f‘ 2
& 373 3D GN/SWCNT F oo 4o 1-27 #771 - 5%k 2% AT » p#3h % 3D
GN/SWCNT %4 6 B B 2 AR b d 4 FR N h R T L iER2 ¥
BRERBRCEEEA AL BT F @S0 )3 060V PFE 395 #EiTH £
B PUC LI Al(n = 4) > & 304 3D GN/SWCNT (n = 2.58) © ¢t fhic &= 1 & §F
FI3 MnsOs 2 o 4= & F 5 3 5 sadeq| wit AR E o

Ghisos(211) _ 02480 s
S_dWGHD mwﬂmllﬂﬂwuﬂ

g f=245GHz

Uniform Mn3O4 mclcanm Desiened 1D Mn3Qs NWs/GN
B 1-27 Mn304 nanowires/3D GN/SWCNT ++ %, B - B

16555 4R & #

EHAREFT S F L2 5iR T A 4o 2020 # Boukoureshtlieva %

F3t 7w (4-7 R F )b ek 45(5,10,15,20-Tetrakis(p-tolyl)porphyrin; CoTMPP)
BB F BT R B RGP R 2k k)Y 2 T BN T
FHETF LA S F TR BT F AR EPTES REFFR - thT SR
i2E02 2. CoTMPP it &%+t % b 553 T f2i% +

L)

Ui 2 g T A
oS R EE AR R o Rtk kR Rk ¢ > CoTMPP 7 v § »xigti §
FBRF BB RLES L33 R R BIEEL B4 o (B CoTMPP
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FEFABRNHIFAY A AT RAKETEET AT RL B
$o £ Liu % < PR g — 48 2L 40 P45 o b b (Pacman & ) Uit A1 H B4
s5(IAkEL = ¥ fig (Coll-triphenylporphyrin; CoTPP)£ 45(I1) = (I 4 % A )rt e Coll-
tri(pentafluorophenyl)porphyrin; CoTPFP) fe = o 77 7 2 % & o1 » 3% 2E 4 L % 4o vt
i B AP RO B2 B PR P ek LR e T 5 F EBRF B
EL RIS ML BT T F a4z 1 & d CoTPFP

s—

EFF f2nrid:®Bhom CoTPP RIIF L & T2 B S BTE? v p2BY S § 2
o 2

oz L
w

S BiE M 2 ORR LY B4 1%

LR AR AR A e T3 F FRREN Y RS S RER

9
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LTS4RpEFLF ML

1.7.1 3% 43|

kAR F TR FrE M AR RRLE
EHBES 2 R EAE TSR RA R AR B R e s
RiZzZ et g o ARG AN RERY Y o d PR B 2 - QLB
WHLAE CHWNaC)TfEF Y 2B AT E FAR I FlaE2 FiEl s AR
JREY FREORFARF A SEF 0B WheiE p T EAR R G
FRPETEA BN ERTEFERF I FRALZ FET R NT
o S B RS SRR ERTE - AT R 2R R E
MA SRS REHEZFTE L FRES
W5 i e H 2 ke RL F BT S A RS T 2N R
m#;ﬁ%ﬁ@om

AR T A ?ﬁ%’%‘*;‘,’]wci?dé S Sk -l B RS B LI 30 8- IR S
AR il £ RS RS Mg iRz p F 48 Mg(OH), 2 it
FER RBETFRARTER PR T L ERRGEL G A PR SR ER
f& SEES R Edadom SR o [84]

Poanig® 2 @B R R AR AR é&ﬁ\ﬁ%iﬂ%ﬁom
4o 2021 & Wang & % Bl % & i 4F(InCL) (% 5 -k & 4%
A% F I InCLF) Ik 3R B7¥ 4] 2ef BAL? T 2% 2 46 1 > 4o ] 1-28 #57 -
e SR ST e B & ] EA AR R S L R A &
Rz P i EPERLD - @ InClh#rilgz pH ¥tk 2 2 kA %7 4p
o ﬁé—fbéﬁ%ﬂ%ﬂ?mb’giﬂﬁﬂﬁwcmthﬂuﬁ’?%%ImA
cm2E I BAET > FEARTR1T4V ) T JEE 226 kWhikg 2 i £ o
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Mg-0.15Ca
Bl 1-28 & i 4F}8 (77 2, ) o (8%

Pt 2 HEASNEANHy RIFFE KPR G AE o B ¥
- F BB KPERB P EERD  BIWEAR A ERRE P 402024 £
Zhou % <647 — g * 30 vol% o M 0.1 M 34-- 3 5 ¥ 9 it (3,4-
Dihydroxybenzoic acid; 3,4-DHB) ¥ 5 & & & 7 ;33> NaCl 2.8 & T f#;% > 31 2
¥ Mg Bieicn (7528 ﬁzo‘&%g-}- ,, jr e ﬁg AR AR Y 2 p o ;{f—l
R T REBEAG AR B MR SIF Mo NS R Mo
INBLEH BRI RLEARY  BEEAGADIIRCVIF R F -G
R SR B T R E B S 0 A R e
Fepe AR L G 2 X HENFT I F P ABRL LGSR ol
£ g MgO b 2 R <@ LR X BRI R 5005 1
B i 85.7%2 I * s o

Poab it L S M Ao R G F T R © FREEAR 2 KA R o Y
4v 2024 # Ling % 4 B71 & & 274) 32 5 /% 48 (choline 2,6-dihydroxybenzoate;
[Ch][DHB]) » # & & = f 4] 1-29 77 o ¥ 8B (E5-k 442§ T4 2 T 2
It Al MPEABAREEERZ T M o 7 o o [DHB] ¥ & Mg*a) = 45

&40 MEEAE AR 2 %R 7 5 0@ [Ch]' R »edrd] Mg B 1B2 p 4 -2 3.5wt.%
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NaCl i % * 7 ¢ 0.2M[Ch][DHB] » ¥ #-c % % 4t = % -1.64V (vs.SCE) » &%
SmAcm2T RfE R scF A T 68.0% AT ET 0 d BT RNITL T AR
S S Rl SRS & il U S S s A EA 3

ki
R SR Y

T% v A
L

-»-\

=]

o] OH
C

OH :
HO o
+ ]5 » ~ N + n0
VRN Ho VRN Ho

]
Y

HO\//\N+ OH HO

B 1-29 [Ch][DHB] & & = 5% « 1871

poanigh 2 kdad e BEAG o RAFREHE AT R - B4 4= 2016 &
Deyab $ * % 2 § # H (decyl glucoside; DG)i% + 3.5 wt.% % 1 4h 73 % 1% & -k i 4%

R R ARy TSR - AL SR IS
HE AR 2 PP BB 0 DG G ook FadedlH o b kR BT YL
R T E KO 94%2 X drdiocd o ¥ DG Fedlrik LR R RIEE TR
BRBF gt i od 25 A1ESE- HEF DGV R ER LG 0 D
%ﬁ%u%ﬂﬁ%ﬁéoﬁDGﬁxzi?j*%ﬁ%ﬁﬁ ForTRAT
PR R RTFREBENY xd o B Bk AT TR BT L
HEME

1725 CBRAF

PKMETFTAEZEFIERT A BRI RT R R HME LT
L@ RFIGARF PP LR B 2 g @ TR Y A AR
P A MgO & MgOo3frd 4 3 >y FIMg> &g § it B2 spqp 3 i
#7302 it B R 4 F(Redox Mediator; RM)A& 30 2x 3 yb b B2 AE > % 30U §

FIEHLE RM A ik R 3 D3 A G F B0 0§ I G2 RM #i
LA NG CEFL RS B REF R § oi@ Y RMPF 4
2 AR REHATRIZRM2ZF P ERT =0 T F O RMAEA

&H

38

Fs L
MERIBRERM "o BT+ BRI 3225 § @235 tHSEs
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o fRmERA SR L LF G AW 1-30 rn o PO

Charge RMs

Mg?* + O,+ 2e-> MgO, E°=2.91V (vs. Mg?*/Mg)
2Mg2* + O,+ 4e~ > 2MgO, E° = 2.95 V (vs. Mg2*/Mg)

Discharge RMs

o T ——————————————
[ ————_

B 1-30§ CBR 4 FF 7 L8 -

JFEEL ! IR RMFEANTEHFEI(DRM @ TR 2732 1§ 8
REBETEHBATEEQ)LR* RM 2§ B R T 0/ MONF R BURT 2
Blaffadz LR FPREB™HI LA 2245 PRERT = %L * RM
RIF 2 (3)RM 7 ¥ F5 A d &0 3 R RF BORR)E F 47 11 F J(OER)E A2 ¥
AA2ARFTIRYPET BE L EEFALS R R IR K2 B T (F4EF
B2 RMo A B S5 7 50l B2 f e b g g o P
B2 RM & g & 3~ 5 18312 5 & H7 o B8

A5 v R A F(Halide RM)Ap it 2t #5225 48 £ 5 RM 0B Rk &
TELEBIBRLIBE L F A RMAPHET ? Hit A RM 2 A F ¢ -
SRFWEFPEEBRM | w7 LR RO FRFARLT R E { Bl
ok r fFF L2 A F RM e P 402013 # Shiga % 4 Wling - fhi » - 7 A

se =
F F R

it

TA(L-DMSO)E &4 (v 5 5 CBR AT > RS2 - 45 2F 00 o 4
(A F SRR S I ’%ﬁr‘ L-DMSO 4 & 41 L;/I°% (“:BR¥tz 2k 7% »
BT A4 MgO 2 A 38 24 JaTk o g A EARY  Kie#2d S
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U 4E(Mgh) BEFW AT ERY  MgLE T B R R S (L) a8
L

=H
[

F(DMSO)7; = L-DMSO 4~ & 4 & 1 - 3245 BiEieE m 2 MgO

253

P B o #-MgO A 2 54585 (00 MgLA558 5 B 3R Y )& F oo ut b o
P AR AY LY/ F R RHRLF BT XS 20V (@EREY Mg2/Mg)
ETHFEEIREL G 2 MgO 2 2H% 5L oW 131 77 > 2 7 k=
Bl ofd 4]0 F o PR MO B0 A fRRT T > e E Mg T8 - A5 ¥ i

LR ABRRLM TR E-HRAARY I AE R T P RS .
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2
ity

SIS

QR

20355

ety
by
R

TEER T,

siatety

33

5 4,
o s
APAARAANAARAN ks A HAR ataty HAARNNRA,

FRFCERATHRA LR N FRA Y > FHF LR BRI IR &
=

BB 4 e L pggx < £ % RM - B 2014 # Shiga % < PUq|» o

A

P ey S IEHS 8 S5 (2,2,6,6-tetramethylpiperidine-oxyl-anion complex;
TEMPO-anion complex) iF & i F B2 MgO 4 f3v F4 « F % %% KT
TEMPO-anion complex ¥ *t 60°C T 3 »xifi¢ MgO i& {7 v & & f2 » I = 5 L3+
- R R R4 % & TEMPO-anion complex ¥ MgO 2 4 f# it * &2 TEMPO-
redox couple A F Jis » @ Mg-O:R & & ¥ L R M o P RF > F30E4RY 51~
¢ TEMPO 42 [ ffefia B & # > RI2k b Mg-O.T s B30A v iz g
R R T 4

T 4o 1-32 f o

S BEASERYF M ART LR Y 2Kk MgOs
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TEMPO*CIO,

TEMPO-anion complex ~

MgO \ ﬁx‘i -
VA

Chemical reaction

Mg?++(1/2)0, ¢S

Charging

Bl 1-32 TEMPO-anion complex & i- ix [g] o 1]

T &HEF ~RRF R R T (Organometallic RMs)— 4d 2§ it B2 i
BEBEHF Lo L ERBAS A feinddi 4 %G BREEE G R
TR R o B 4 2016 £ Dong # AP g 3 fmF i RR A
5,10,15,20- = ¥ # -21H,23H- vt e 45 (1) & 1,4- ¥ 2 (1,4-benzoquinone; BQ) -
5,10,15,20-= F A -21H,23H-vF e dr(I)BSE 2 7 F J 0 1, 4-F R ESE TR F i 0 77
THFEHT LRRABRECTLREFRF S 03V PET 4T §F T4 AkR=

=0 4o 1-33 27
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3.5
a)
o 3.0} —
=
&
-
>
2
@
5 20F
— RM free — with BQ and Co(ll)TPP
1-5 il L L L L
0 4 8 12 16
Time (h)

B 1-33 75 RGEE - [30]

20

4.0
b) 3.5

EweEce (V)

45

3.0
2.5
2.0
1.5
1.0
0.5
0.0

—

=

B M rh-_
[ — RM free — with BQ and Co(ll)TPP
L A A L A
4 8 12 16 20
Time (h)
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BFLEFET O LRBERTAFIAL 284 Rk wFERH 2 AR
L ERE AR PRI TR TS RIS I AR REAER
B (=300 Whkg )3 ' 7 E & T H 2 5 500km 2 44 - ¥ K Battery500 3+

BT B R AR ES00Whkeg ' 2§ B EPE-HEY 2 g &% A(R3500Wh
kg )z ¥ LR Li-Or & & Php - Li-Oa T BEES > BT E B2 H A
AEAEE BRERE O mAFE DY ,fﬁ-ﬁt LHETRE N AL L HPA o
BEZF IR 2 FER TRAREN S S MR EASPAD SR D FET o
Valeae 4 A iz 2 B4 ;zﬁpi“%ﬁd te ~ § it ® R A B (redox mediator) 1 2z & 4%
AN [8,92]

*EFEY 3456-2 % -1,2-F fr(3,4,5,6-tetrachloro-1,2-benzoquinone; TCBQ)
FLFCERRAF R R ARGt e BN F LA F IV RA
A 1L4A-FEBQLI Mgt AR Ri s twi i E25%04 KBQE+ »
AP TR fRRY 4er TCBQ T2 % MBRAFT > nFHAEF 25241
ie 0 4o @) 1-34 977 o

ﬂ\ﬁﬂi‘i%fr;ﬁ'r %%%’ TCBQ# 455 §F R > RE7 L SEBET LT H

BEAEZEEY F-BZETETY Rk 17TVHET 07V Tk +%g

Bl 134 A& 527 i flg* Mg-Oa 7 7 4.1 -
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$I% FRHFEREL R

ARLE- £ 32
AFEE R L RER R R ET R B

S b2 BrppM e g Arid 2 (B RISl

AL 4
w
=4

EFFarreked
52 w(reagent grade) » ¥ B H @ ¥ 0 & EIECHIE A R TFASL o AFT G AR
LEEFRA LR P PAECEES L RS AR AR -
Bl @A T AR o BRI
dETRMEAFR S A el EFT PO BRI - BR Y R
B T PR A R R AR SR A D Y
B2 WREM BT £ I B AN W ik iR )@;;ﬁgatﬁﬁ G E 2 gE T
O LU A F R R R I
CNEIPD At TERR A W A

P TRRF D B LR R AT B R

2 2-1 AT Y 2B ER

BELH [ 5 BRHOR | EERE
2B Mg 95% Shining-

Energy
SRR KRR C 99.8% Sigma-
(multi-walled carbon nanotube; Aldrich
MWCNT)
Riho &% {(CaHaFo)e 55§ | Sigma-
(polyvinylidene fluoride; PVDF) 534,000 | Aldrich
N-7 fL et ek 2 A CsHoNO 99.9% Acros
(N-methylpyrrolidone; NMP)
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B(Z %7 ARRA)RL "4 | CoHFNO4S, 99% Sigma
(magnesium Aldrich
bis(trifluoromethanesulfonimide);
Mg(TFSI),)
S T S CeH 1403 99% Alfa Aesar
(diethylene glycol dimethyl ether;
DEGDME)
3,4,5,6-2 % -1,2-% iR CsCla(=0)2 97% Merck
3,4,5,6-tetrachloro-1,2-
benzoquinone (TCBQ)
L0 CHCl;3 99.8% Macron
chloroform
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223 %% %

221 BT FLrY
AELHEEAN T ABTBRE AW B KL T R PR T2k

PN
L1

() 1M B(= & ° A )i & veti (Mg(TFSD)i3 % 1 mL = & = fF= ¥ f
v ?ﬁi? » 18 5 2% % 12 Blank &7 0 4o @) 2-1 97T o

e

(DEGDME) » iF % %

ey

584.6 mg 1mL "Q

Mg(TFSI), DEGDME

Bl 2-1 Blank 7 f#/%fc % 7 2 B -

(2) 0.1 M3,4,5,6-% & -12-¥R(TCBQ)& 1 M H:(Z & 7 A& fiih )il 1ess
(Mg(TFSI),)i2 %+ 1 ml = ¢ = fi= © m(DEGDME)3#4:3 % » 15 5 % % 2 TCBQ

7 > hoW] 2-2 #rA

o

N N
NI + /4 =
584.6 mg 24.58 mg 1 mL 6
Mg(TFSI), TCBQ DEGDME

W22z TCBQ L f#ik e+ LW o
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222 BERFLRE LR

itz et 27 A 90 1 20 =B~ 36 mg 2 % i3 ﬁfﬁiﬁg(MWCNT)
2 4mg Rih= & ¢ F(PVDF)4 & i 5 Ie 4k F T 2 3LF A BT R &
ALY TR b I mLN-7 ghetvg e gk (NMP) (5 573 A o St & &~ - e 7 o
Bk ELA D WA B AR 500 rpm 4 3 L FER L TR M@f@ﬁﬁfﬁ
(slurry)z_ 78 & o “§ {8 iﬁ/{ ® #% % ¢ (pipette) B~ 6.5 pL 2 [£1& ]d' AT E T
% 13 mm 2 g '\ (carbon paper)fA F o ZWELFELBETFE N FL ST
AR AR R AL FFI60°C 22 & AN 0 13 fkaw Kg e —*rfﬁé%#
B GRMARFE AR TV RE G R EEMS T 60°C 2 B 5 icR
12> 23 NMP & 28cgicie v FeRBEFHLEF § R4 2 CNT K&

7

36mgCNT  4mgPVDF . .y
' Dried at 60°C in vacuum overnight
A7 1 mLNwp I
6.5 pL Slurry
. slurry
@ - g- ©
Stirfor3 h Carbon paper
W23l R g R G2 F %N AT LE -
2233045 F T 2 B XA TR
Uik & # (AN 2 MBRAUNUNIIab = £ f e edof425 5 204 0 5

WLRAMPEZFY 2 kF 5 FE3RTFLFR FRFEZHMZF F
BoRFEE L 1ppm o £ 2 450 BACH 2-4 971 o GAEREE F W T AP
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FHOAFTFEY P T EFEE LA SmmItF 2 CR2032 et § s I F 8 2 o
BABEG A2 CNTHEEY B2 44T Fp0 0 8~ 2 /25 20mm 2 F12)5
SRR HE » FOTIRALER JF ~ 0.1 mL 2 TR o Finkk & P1000 2 %) &
FRELRT 26 0 223 %46 2§ A #EERY £ 253 E8mm
Z [T T E IR R E R O A A ET 2 e P B
TASGBRBE o TP EHI AT PEERY 28 FAAIREE S d F 342 5 Lmin
P2 gnd L O F A 10 248 BHA B RIF UL F Hiki TR A ede

7

A4 F F LA 2K ol 2-5 97 o T RIE T 2 ok G ELAC R 2-6 YT e

] 2-4 MBRAUN UNIlab + % 4§ -
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Top cover

o @D
Mg metal Q

- 0.1 mL
s ‘ y 1: 1 M Mg(TFSI), in DEGDME (Blank)
eparator 47 2:1M Mg(TFSI), + 0.1M TCBQ in DEGDME (TCBQ)

A

Cathode pellet . V4 @l
Bottom cover o » »

B 2-6 "L LRIE 2k g e
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23~ REFRRE

ARSI RFEAFRELFTHFEER S5 F R 2T EF 2
WiTie 2 iR A5 2 = 2 FET o MR R T iy 2 R
FEEATRT 23 % REMELILFY DAL B

Q PL Photoluminescence
=& €M cycling Machine ﬁ
CVv Cyclic Voltammetry EE
=5 Electro-
' chemical
Performance SEM Scanning Electron

XRD X-ray Diffraction *-.

Microscope r t
é&ﬁ

" E ' Discharge Surface

== Product
Analysis Morphology

XPS X-ray Photoelectron H TEM Transmission Electron
Spectroscopy : Microscope

o —

N

e

XAS X-ray Absorption _
Spectroscopy

B 27 AFEG orie 2 A4 REF AW o

2.3.1 {53 R % iz (cyclic voltammetry; CV)

8%k (R & 2 (cyclic voltammetry; CV) &z — B L™ 303 5 AR 2 & RIS

E
g
@H
¥
&
”
@H

LRI CBRF RS AT CV

ﬁﬁﬁaa’Ew%@iam%ﬂ’ug%ﬁﬁziﬂﬁﬁaa»?ﬁ@ﬁ@$\
PR T IOV R 2 DR ¥z

é“‘:
\_\
a‘\

£
[
=%
[l
W
o

v

UFE R R T s AR R e 1 (TR IREITL S f“iﬂ}ﬁzﬁ},@%fiiif&?%é’fg

AT AR B FEERT M EETTr B ETERE2REFRT
oo MUFE RlRR 2. Bt e A HRa F st 7 & (glassy carbon electrode) ~ £ (Au)
TEE AP WRBRFIFP T BEFHI T EpFr 25 P RRF

B

Bor I ABF TR EEZ REH AL AR FOL REKAETE AR
A doff o MR EEIRAPFESF ¥ AR EAPYVE L &
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(graphite)e %4 T et HAE T Y ¢ w2 T AR iRl (FT &2 T 2 Bl
LA AT PR BERRREE VAR EF G PAT RS
fod & 7 4& o [94]

WCVRRREY FFRTEHELF P RRT PR T B E R
AZFRE2ZT Ao MR TEE L R -T d R(voltammogram) v 3% ¥ A
2P (F BB RE)T R AT TR
(- )% £ Rk T = (Anodic Peak Potential; Epa#? Cathodic Peak Potential; Epc) :

FHREFAF P ERRF BZAAT 0
(= )& & T sx(Peak Current; Ip) : &2 7 j= (% ﬁsa]*?* Bz A AP o
G)FrBRVEE D EET CL(AE)H%F B2 7 i % AET 14 Nernst

GAETERZ G E > BEF BRVARGVHEF B TEAFE S SN et 2-1 77 o

AE=Epa-Epc 38 2-1)

peeb s F FFde if S (scanrate; VI e pF 0 F IR RAE 2RI F F N0 E i
WA FEF REFIEAT O REETIRD NFR G ST 2 RWY) o B
Bk A5 ] o B BT D R S (v) o 1)
WHEF FRAFALY S CV FRAIER T T
(- 3= THEHFL § B RIH  PI3E ORR 2 OFR 2 # 4 £ 4 7 -
() FER i B2 B e R o 7 R H)3T ORR £ OER 2 @1t 2%
i 1%%7\ PES g R B AR -
THRTLRLUE BFCVREIRPTHRFE  mRd T FRTT v

(electrochemical stability window; ESW) » % 4. 5 £ a3 4 o 9

*EE Y 2R E 5 Metrohm AG 2. Autolab PGSTAT30 & i* & 4 47 ik 11 i&
FHRBREZ(CV)REE - Gy CERAFTT N Mg-O T# ¢ 8% o RIRRIE
PREFHESFLZ05mV s TEFFS 05V ISV HErFid ORR &
it 2xqy 0 4o @] 2-8 1T o
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Bl 2-8 Autolab PGSTAT30 7 i* & 4 45 ik o

2.3.2 v g £ B & (cycling machine)

3% L & il & (cyclingmachine)2. 1 i LR FFEF T E SV b4 TN T
‘%SOmA’T'F*E"%Z Ff'ﬁ’,"ié}%]l\";{ ’f{l“7 ,L.%I iv}—'r—"allI— ;":,éy\%i

TEREERES o 2R MgOy Rt 2 b A% TR R AELHRARA
500 mAg‘1_¥'§| @05\/7 l'+ i tif’r'} ﬁ,/” %Iﬂ‘/?]‘,fé L f ‘};d_ {}%‘Iﬁfﬂ,

WP A A o PRTTARAAY L 100mA g ~200mA g2 500mA g' T 5 %
TREFFOSVIISV, 2R EFTFEL S00mAhg! » WBRET 35 =X

AR L RS AL o

AP G EY FRAHE D P (AcuTech)z2 BAT-750B ez § £ Bl & 4o B 2-9 7

0
o
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{ 760-9 Yueh-An |

B 2-9 BAT-750B %3z % plig ik o

2.3.3 ¥ £ & X sk 354 (synchrotron X-Ray diffraction; S-XRD)

X & ¥6+(X-Ray diffraction; XRD) 5 — B 2% >4l 4p 2 2y il > 4
Bt HHHA L ARG A RS S R L BARG AL JE XRD #&
o VRELE VB ALY THER B RA S WA ST
B oh s B FE XRD B 7 e iR R - SHEHEEE T FRALFNTR - F
X SRR bt FIRE AL PE o B PR T2 T i Sk A AR T AT ) S0 MBS
Blk JPUB R REEECE40F 21 4(0)8 B EE(d)e & Lh BB
o7 AR RE o

XRD 2z % 38 ALt # b 12 2 2 (Bragg's law) > 403V 2-2 #97 o

nA = 2dsin6 (3% 2-2)

He >0 52844 >d 5 Ho BFEE - n 50 Bl A3 XERAE > oW 2-10 97
Ao U gER B s R R T ALE LW LR BT B R

XRD F5%7 » HFp M2 W5 AR FT3NA 3wt &4 86t MR- i
FR- AAFBREXNEE S RN ooy MEZEPBARE > T i
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BES R -

B 2-10 32 42 45642 7 £ ] > 7

%g XRD #c¥p » ¥ B8 Skt S HBER - %ﬁ W 2 35 (Scherrer equation)

T fArt o e 223 9

0.914 .
- B cos 6 ;\ 2_3)

HY > D i &40 i X &AL B 5 ¥ 2 L 3 % (full width at half
maximum) > 0 5 $Est & o pL 3 R F AN 47 3 Kl TS8Rt o Fuat i
PRE Tt FTY EEL R §E
XRD BAFE * 30447 5 R im E A Nk s B H R L P A
EHE S 2HELEE -
M e 9 4eid B X Sk T8 (synchrotron X-Ray diffraction; S-XRD)#] £ 3 i & -~
FAGL AR R {32 8E kR 0 B2 7% F XRD E {8 L ®AR
g i fR 4 R o 959
T ,fﬁ & #J7 # 1§ #+(National Synchrotron Radiation Research Center) TLS
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01C2 # %k :k2. XRD i {7 Mg-02 % # I5t& 4L 2. 327 2 4 2 47 F Sk 4cF] 2-

11 #7775 -

B 2-11 TLS 01C2 X 3k e84 ik -

2.3.4 X ke 7k 3§ (X-ray absorption spectroscopy; XAS)

X 3k v fT & 3 (X-ray absorption spectroscopy; XAS) & — #4A> Fe ¥ {5 & % /R
2 RGBSR TREMP LT T B HEE RINEETR ?’}J#iiﬁf*%iﬁ'li X sk
TR EPE 2 ST BB A 77 e id (absorption edge) it iT 2. K HF e 14
BEEEY A2 § O ERTRRE BBRTR -

XAS 7 ig- Hlama 5B A 304 X k3 jziT i s g E(X-ray absorption near
edge structure; XANES)¥2 £ ¥ X sk w2 fooif bm 5 i (extended X-ray absorption fine
structure; EXAFS) > 4o ] 2-12 #757 o [100]
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XANES area EXAFS area
A e

VY N

NN

TN
—

A

Absorption coefficient

L

Energy (eV)

 2-12 XAS ¥ 2. XANES & EXAFS % « (100

XANES % #3173 42 50eV 12T 3 100eV ™+ 2 it B F &0 * A fr
PRFzZFMEETF B & ¥ & &R S %k ik (band occupancy) 2 TR © 3P
F # §5 8+ XAS P& ¢ o ;ﬁ— g Mg K-edge o jci 2 it B A » 7 2%7H 5 i 8
2ot MR RREZ R TEREFE AR FL - H AT H
2 T+ %4 MgKedge e k3#r 20 MBS g REF P G2 LD

EXAFS Zafeiff Nt WB i B %L Vihr 2 HhIVEF SH o dofe iz
Ho~4EE S %Tﬁﬁ B B (debye-waller factor) % o EXAFS #cdy (5 % = # & 3% (fourier
transform) A2 {8 » ¥ Pt £ 1 0 X - BT F BEARY 2R SRR
R FHRERFRT T RATI 2HELREF LR e Qs F 2R E R
Broyteb s JFEXAFS Tt > 7 S8 E 3 A AR £ BAp T (T o k-
FLIELI BT R gAY 2 & o

T RS E T ERGS F RV TR THEBEG Y T RE
RECESEIERE - oy ;‘ﬁiﬁljiﬁ 7oA &S 2 X BASE R e T frdi(p) o ¥ kN
WHATER M A F AT I F RGP RRIERET] X HREF D F 2
Y ko T B ST

XAS RS AT P LR o o he XANES 7 # 3038 uig b2 § 1t
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R FEm AT MY 2§ B R F L EXAFS ¥ (24742 & S 1v > 2|84
PEATHE 2L e ipR > AT BRI R A 47 0 A2 XAS iy 0 T
ﬁﬁ*ﬁ@@ﬂﬂiéﬁﬁ%iﬁom”

T3 H P b 45 5 TLS 20A § S xk2 XAS &7 Mg-0, %% it 2 e
RAFATE LT EAY 25 P RREF S HFF Mg K-edge(1305 V)& O K-
edge(532eV)it B FRIFE > A 47+ 2 ik F Mg 22 O 3830 e o §5 54k e 7 »
I fe & H ¢ ik(monochromator):iE # £ if 2. X Sf&a £ 4 F - 2 JEP XANES #&
B0 B b dof] 2-13 S o

B 2-13 TLS 20A X % v fc & 2§ % o

2.3.5 X sk sk § F it # (X-ray photoelectron spectroscopy; XPS)

X % % ¢ + it 3#(X-ray photoelectron spectroscopy, XPS) 5 — &t 4 8 £ 7 1%

BTl A G AR BRI P LG £ X kRHE AL KT #

BREApERTFRNda odw €A REPHE DT F 2 i (kinetic energy; Ex)
i@ 355 # 4 2 i (binding energy; Ep) o
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Eg=hv—Ex—¢ (3% 2-4)

HY v i r» X k3B s kT I FRa#A Il FIA R ERELR
fAFRE Pl AR S R XPS BT ERAF N T SRR ey

o

o=

EN
XPS z_jpF W3t 2 7 f247 - 8 245 (chemical shift) » T - < % FlégE 1k

B ERANMFES L EHBEYRRIZT LR AR R TR

FEFFG M F R RSN BN RN RS 25 9

AEs = A(Vmp + Vvc) — AEEa (3% 2-5)

;¢ Vmp s BN Ve B RF TR REMS M Bpa 2 PR F |
5 0 | AT FB- BB EH A G LS LB R
XPS stz RFEA e Z T AR EE
()X kiR F 22 X %%km % Al Ka(1486.7 €V)2 Mg Ka(1253.6 eV) » 2 ¢
Hd L AIKaFlE Rz BETAERLZT L o
Lﬂﬁ&%&ﬁ%ii&ﬁ:ﬁﬁ@ﬁﬂﬁﬁﬁHWMWHTiEi’Hﬁ”$
BT F 24T B R SR e 25 % o
(ED T S o W ?%g - 3£ 25 & 37 B (hemispherical analyzer)i& {7 it £ f#47 °
(Z)TF GRIE f Flchliedq + 25 Ad ¥ -
Pork o T XPS e d &R BAEN 2 ReA i o TieA
LFE D HBBEHRITZ A5 217 REP IS HA-F 2-14 577 o 10
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ph
energy
analyzer

+

computer control and data
acquisition

multi-channel =
detector plate

lectron lens
crystal £
X-ray /
monochromator
variable -

aperture

electron

flood gun
X-ray (charge
anode neutralizer)

motorized
stage manipulator

electron gun

ultrahigh vacuum chamber

=%
sample entry and

preparation chamber

UHV
pump

Bl 2-14 X kX F 5 i FRp g Hm - 1P

X AT SRR T SRl 0 XPS A REFRD A G kN2 KT o 2 A
AR 1-10nm poo gt 7 FRE ST FIRE N 02 2R BT A G 2 T
GRS TIES S SIRN EE SEE R S AN R AR RS R

¥ 4t (universal curve)4g % o

o FTMLFRATE %% 39 2-6 5 B FERE I EL58 & (transmitted intensity; It) ¢
= SN(1—¢ ") (5% 2-6)

H ¥ S % 4p¥ & 57 F) 5 (relative sensitivity factor) * N 5 “ 23N FR t N 2 e E B
BoONZFHAF2 WP Tiapd j2o - S B2l Tiopd jLFRREFL G
SRR 0 R TG 4 5 Be(> 99%)2 AL A 1) 2.5-10 nm iR R T -

i i7 XPS A4 0 B BT FE iy R

62

d0i:10.6342/NTU202501363



)23 F%: TREFFRAZF  REio v ERSFZRERFRE
SR &

(C)EFfm R BT I Mats > BEE A

CORSETR  FGREF L A2 203 TRE - FRFE GBS 20 7
4 § 3 ¢ fo % (neutralizer):d A4 f o

(Z)LRFG FHEXLAREI AV A HEFS T LR ZRRiRY
BRIEE 2 g R A I M £ R o [0

ATy % ULVAC PHI = 2 2. Quantes X &6 ¢ 3 it 3 R i& 7 Mg-02 7 7

etz 2T A4 A 47 o 3 B RIEARY o 1% W ATl 2 T B HR SR K
EEFERIE Fd R R EF TR U RF T R HERHL TS

247 B 0 4ol 2-15 #57 o

=R
Pl Quantes

1. FERIR
2 MRy ~

B 2-15 Quantes X k& 7 F it 3 & o
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2.3.6 ## 45 ;¥ § F B k& (scanning electron microscope; SEM)

F#4u 38 & + B Mrdi(scanning electron microscope; SEM) & — f84 iZ ik * ik
BEEZE20 A2 RB-HILZREZ* REZFn R+ AFRtSELo 0

ﬁr* TFERERFIFLAIT YR L 2 AFEFPHFESE A Z A7 FIR
G2 g EgE T L% > SEM 2 fRiT RV il s K o BT RS M - T
REr REERERF F 2 WP L2 e ie® P B esti R 24 F o
378+ 7 F (backscattered electrons) » ¥ & Pk -2 it 3 B ¥t o ZESE M ATET P H IR
=h
w

Z = % + (secondary electrons)z. 2 4 > HE M £ 7 A R hp o #id F 2
FROFREHALZGRTR > S EF Y 2R Lt T F AT R
SAA X E G AZ LAY VBT CERFETET S FER
WAL AT o
SEM#Z* T3 A2 T+ 4 ¥ LA EH S
[t

IREEFRT IR ML AR

~ 2R L @?(LaBG)#p%ﬁ T
TSI BT S S EA
RoRF AETHEBRREE R B IR SE5 0 £d LR ER R
AT 3 B A B0 do W) 2-16 o o (104

Zaw

3
]

ek

Electron gun —

— Electron beam

. /1
First condensor lens —

Second condensor lens —

—1— X-ray detector

Deflection coils

Objective lens

Backscatter _|
electron detector

Sample —

Secondary
Vacuum pump electron detector

B 2-16 #F 45 5% 7 F B e 3757 LW o 10
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¥Rz R Be 7824k s-2 29| (Bverhart-Thornley) 3] 22 % & #2354 T F 18
RIE o R ER REAGEEERREY o 2GS T IETEERE dodeid T
R~ 3 ITREAE S CEE A [ E o HY WG Ry MRS LG iR R 0 3 TRAGE
BLBER S f AL PEEAE S R B S ] 7 T gRiR s R 2 f O o 10

A F F* JEOL = 2 2 JSM-7600F #dw s\ 7 & B ilcdi » 871514 o %
WL BB AT o FEIR A B2 i B AT X 6 & 3# R (energy-dispersive X-ray
spectroscopy; EDS) » {82 2| % Mg-02 T # etz % g AF L& 22 5 4ol
2-17 #7751 ©

B 2-17 JISM-7600F #F 45 3% & + B Acse o
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2.3.7 5 # ;¥ § 3 i (transmission electron microscopy; TEM)

7 % ;% T+ B 4t (transmission electron microscope; TEM) 14 41| # 4eig 3 F &
St fhd LR TR AR SRR O RT 2 RE RS
TEM & &3 2 7z B 247 & > ¥ £ 0.06nm > 3§ * P BLE 5 WA o BT AF ~
P~ A B E AR -

TEM 2 A& %He R3¢~ TRBE8 B2 I i HFFREE
BT R FFHTIRAL G RELEEL BRI T T A2 cacd 25
B AREHEY T FALBETRSLE  BARSZER -BAE RS
B~ S5 5 54 A 4 B 2B At o 0 d PR G PE B R LT AR
A it TE RS BN BRI o 4o ) 2-18 s o [106]

N

Electron source

First condenser lens

Second condenser A Sacond condenser lens
aperture

Twin objective

Specimen lens system

Forwarded Scattered
(diffracted) electrons
d’

Transmitted electrons

Objective back
focal plane

-« Image plane

Intermediate lenses

Viewing screen
Phatographic media

B 2-18 5 558 T 5 BAcaL S W o 10
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TEM ¥ 3 (30 8% i 22 S0 H03% 5 46 - 4 4o 33 i (bright-field) ™ J&
VREFEFRTA 0 18K 4o ® T+ YEf(selected area electron diffraction) ¥ A
’]“?Baafﬁ.‘*f]&hk’ﬂ TR e gttt TEM 7P i i 83 BB S8 =7
LEMAEFTRBEE ) AL B4 X k¥ (energy dispersive X-ray spectroscopy;
EDS)i& {7 & & & 7 o % % f217 = Hf(high-resolution TEM) > ¥ B 3% 5 L5 % >
PRt B AR R oG M R dT o S EE RS S 0 TEM A 49 4 4 Eir 414k
B B(<50nm) -~ $EF B A Lhhi A5 o TEM HAFR A ¥ +0 2 F HoR ~ i
A SRR R EAR S SHEABRSEETLERT L - [107]

AFF " JEOL 2 2 2 JEM-2100F 7 34 3¢ T + Mificdt » sk & 52
ie BHTH X kb R(EDS) > ) % Mg-Ox T it %R
% dof] 2-19 #07 o

e

] 2-19 JEM-2100F % % ;% ¢ + & picsse o
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2.3.8 & &k % & ¥ (photoluminescence spectroscopy; PL)

%k 3% % sk sk 3% (photoluminescence spectroscopy; PL) %ﬁ' d K Rl T LR
H p g k3 S (spontaneous emission)z. 2RI [k B A 7 HopE o K * YL A
f‘:é’.f%i%g‘”ﬁﬁﬁﬁiﬁi‘iiﬁ’%%iiﬁl‘% BB e 1T o

BRI LT L EBHBEIBFE PRI P 2T 3 F T EF T

‘w*—wﬁﬁ’ﬁﬁﬁ%%ﬁﬁ’#Hﬁ%%ﬁ?i&@’ﬁﬁﬂﬁﬁ%;w

5 PLUEL o gt — g —aF k4] - i Rga 245 4 0 fE 5 21 27145 (Stokes
shift) o

i3 B HREFEPLT % 4 & & F 3l (intrinsic) ¥ 25 & F 3| (extrinsic) 3 & o

EDS

ke

ARRpFREEREERE A RS (free exciton) € 20 F L33 B AR E B

=
<

==
R

CERD R H RN R BRAET A R L 5 £ e S (D)8 3 R

g
b

R E Y MR RAY)R 2 £ 2 5 f—X 88 ¥ (donor—acceptor pair)2. {5 ¥4 F

oo ptth o ¥+ (bound exciton; BE)gF Sk 77 B £ 5 AT MR E £ T 2R &

A 2

S P s R

Y
=

£

F B ¥ 5+ i (steady-state)¥? ¥ B f2 47 (time-resolved) £ Bl HE3S o 35 /6 % 3L
2 g b 2 Ao W) 220 R 1O - iR g ek T S e R iRk Y E BT
AEBRENHRELG HREFN2ZPLEES R4 LiEd LR B ¥ ¥
R B e 7L 48 & ~ i (charge-coupled device; CCD) ~ % ¢ & 3 ¥
(photomultiplier; PMT)% o % & 2 232t » G sa7m 7 2% & k$rd B lock-in 2+
Bl WRl - Fara T edE o PIF & FR PR AP M H kS it iE
AP #% (streak camera) & Fjr o
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a) CCD detector

Laser and Spectrograph
line filter grating

= K

= El(::r:h | I / Mirrors
_.U |
Microscope

Sample 1o,

Adjustable entrance slit

B) 2-20 sk 13 Sk k3 R A AL X ‘?‘fbi%j\#f# o [108]

PL HEE GACAR ~ 2R Zfad7 A & % B8 F1H £ RIiEAE 5 251
PR R O RN S BT AR 2 FFRFE Y o
R F A BB BEAITE LR o T THREEG Y B 0k 2

;\‘.;@a; 82 7~ 2z o 10

*# 7 % * Edinburgh Instruments = 7 2. FLS1000 %] %5k 5 3§ % k3% % &

FF R A Mg-O2 T P 2 SR R0 4o 221 #757 o
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B] 2-21 FLS1000 % 5 3 % sk 2¥ % o
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Fz% BF8uH

315 i BRA ?j’-’»‘v\ﬁ

Ly %’Jﬁ'%? ®fER Y 7 v 34,56-= % -1,2- % pR(3,4,5,6-tetrachloro-1,2-
benzoquinone; TCBQ) it % 22 ¢ 2 § it & & 4 & (Redox Mediator; RM) » 1 3& =
Mg-02 & % 2 f2ic o Gao & A M0z prp B8 v i@ie, %q 25 P RRAFTH
WRTFRARBRSBRALF CRAAT R FB LT 5o g 2

EF O BREF b SRR PRRD T R

3
TCBQ*» ¥ #-7+ B2 % 7 » p ¥R F * 2 TCBQ ™ i&i& MgO & MgO, 2 3
* 0§ MR R A2 W TCBQ * Mg-02 T34 ¥ 2 F s #4]4- W 3-1

ST o
0 ' o)
2e _
\ 0O = o

5 | el
\ L il
&1

TCBQ TCBQ?*

Bl 3-1 TCBQ ** Mg-Ox & # ¢ 2 Fg 8 & s+ -

311 xR FT

w5 TCBQ * Mg-Ox L7 ¥ 2 F AT & Ty HH] > 27 L HET
TCBQ *t % & (chloroform)® 2_wx 4z k¥ TCBQ 4 » Mg ** % i (chloroform) ¥
FREis 2 sfe iy 2 2 2 F > uB%#E TCBQ *t Mg-0; ¢ ¥ 2 F i
= B % A4cm 3-2 2 %) 3-3 97 o
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J B 3-2 7 @ & TCBQ ** &  (chloroform) ¥ ] ¥ 2_ = fc % 3 & 295 ~ 458 %
568 nm 2 &0 Y gt ST @Al 3 TCBQ 2 ekt < 11 5 o §] 33 %
#4r TCBQ £ Mg *t % i (chloroform) * J& {& 2 w5 T % 3# "ﬁv‘. 295 ~ 458 % 568 nm
2 IS 00 266nm & 3 - ATRATE » B ot T o2, ww
Fin TCBQ AP A f37) & ¥k 2 S > H20 Mg-Op 3% ¥ 2 F bbb 22 ) 3-1
2 LA o

295 458 —— TCBQ

Absorbtion (a.u.)

200 300 400 500 600
Wavelength (nm)

B 3-2 TCBQ ** chloroform # 2_ %z k3§ o
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——TCBQ + Mg

C ]

Absorbtion (a.u.)

200 300 400 500 600
Wavelength (nm)

#] 3-3 TCBQ £2 Mg ** chloroform ¥ z_ %z -

3.1.2 HHERE LR

#3%f TCBQ o * *t &= Mg-Ox T# Hit 2 7 (741 A7 T iR R4 2
(CV)R R4 TCBQ 2 Mg-O2 7 303 Ar #24 Oy RE T 2§ PR F o =
T MO Rd FHIRBETHE S|P RTIRTETREAG 2F &
R BRFHCVL0SmV s 2 HHHEF 0S5V IISVIIRERFEGH
oo B %W 345 F 35577 o d B 3-4 7 Fat Ar kB T TCBQ 2. Mg—
Oy ®# > 266V EF (L 3087V ERRYE > #7 TCBQEV#H {5 o md
B 3-5 ¥ B4 TCBQ 2 Mg-02 L7 ** O T8 ™ £ Rl - H 1B Rk 47 5 5
0 F VBT papded] s ViEE PERMZTE O F B2 ALY NiES
b ERF I RMALE-E 423 A F2) 2 § 18 o 708 R i TCBQ
FE TGk BT I EST O BB R 2k R R TCBQ v i 4%
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O:4 it » @ {5 072 Mg & 2 3 MgO & MgO, - M)

TCBQ

05 10 15 20 25 3.0 35
Potential (V vs. Mg?*/Mg)

1%13—45,?% TCBQ 2= Mg-0 % # ** Ar® 2 CV @] -

74

doi:10.6342/NTU202501363



1.0E-4

8.0E-5 - 2

6.0E-5 - TCBQ
2~40E6€
= 20E5-
00E+0-
-2.0E-5 -
-4.0E-5 1
-6.0E-5 -
-8.0E-5-

1.0E-41— : : : : : :
05 10 15 20 25 30 35

Potential (V vs. MgZ?*/Mg)

Curren

1 3-5 7+ TCBQ 2 Mg-02 &3+ 02 ¥ 2 CV ] -

2R LB MN A

AR 4 TCBQ % Mg-Ox R4 »cit 2 U A g A Bl XA a7 T
fRi A 2z s Mg-O2 B o 3 fR i MgOy R #E* 4 & 1T Bk
CNT it 5 144k > &4 B § TCBQ £ % 7 TCBQ(#7+ & Blank)2 R ji#it i 5
fde )i fi Mg-O2 T# » 1 TCBQ ¥ 5 § B R 4 2 Mg-Ox T3 %0
FHRBEVP2EARTIFE HRES BRET I CFRLLELAR

320 T4 i RIET £ F T
MY Mz ded] Mg-Oy T 2 RIRET 20 /Fiyi P IAENMF BER

TR TEE R G R F AR S 7 R S TR R AR TR
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3.2.2 B4 T RRR

S 7"/] 4t TCBQ* Mg-Or 7% 2 x T T3 E L > zuﬁ;;j;gfm;:a‘;
T RRA Y ;‘E'J;‘ﬁ%ﬁ Blank £2 TCBQ % f#ig 2K 2 24cd] Mg-O2 T # ° L # R

SBR S00mAg ! B R TR 05V 2 fE e AR T e D Rl 0 S oW 3-
6 1B 3-7 “77 od PIZEE % T 405 TCBQ 2 Mg-Oy % i# 491t +¢ Blank % f2i%

2. Mg-02 % # » B 4247 A (initial voltage)d 1.18 V= 3 1.59V » @ & * 3%
TR MY 19722 mAh g &2 3 27788 mAh g !> & @ i 4 TCBQ # 7

PCIEEE NS F A TF S

1.8
- {Blank  — Maxdischarge
g 1.6 Current Density: 500 mA g™
g‘m 1 4 Capacity: 19722 mAh g~
E L
0 1.2-
2
- 1.0
3
c
8 0.8
O
Q0.6

0 10000 20000 30000
Capacity (mAh g”)

B 3-6 Blank T f#ig 22 Mg-O2 R # 2 B T PR S+ B o
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-
oo

TCBQ

Maxdischarge
Current Density: 500 mA g

Capacity: 27788 mAh g~

- -
H O

Potential (V vs. Mg?*/Mg)
ho

S o
o oo o

10000 20000 30000
Capacity (mAh g™)

Bl 3-7 4 TCBQ 2. Mg-0> § # 2. B % % Pl % Bl -

3.2.3 %% A% T Rl

%4 BRI FE Blank &2 TCBQ T f#/% i 2 424e3] Mg-O2 T# >3 T % & 100
mAg's A% T RRFFOSV ISV ERETFE S S00mAhg!' ™ &7 ik
B B E4eH] 3-8 W39t od BEFVEFTIRBA 100mAg T £
Blank T fi#i% 2. Mg-O2 % W5 7Bz 2% T ki & 7 TCBQ 2 Mg-O»
TP 758 Bl AT BEER
=7 7 TCBQ 2 Mg-O2 L #* 3 R in AR 2 faskrtic » 17 TCBQ 2
Mg-O> ¥ ** Rt % & 200 mA g7 500 mA g~ A% T R EFF 0.5V I 3.5
V2 #ELTFEL S500mAhg T (T FTRPIGE 0 5% 4o F] 3-10 &2 @] 3-11 #7or e
7 TCBQ 2 Mg-O2 % # * it B A 200mA g '™ 7 i 44 Bz 222 FHRE &
BTN H AR S00mA g T v 5 17 Bl AT kA A 0 7 7w o TCBQ A
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¥/ Mg-O; & % 2. 1}5‘5% o
WREZTCEF B TR BTy r2 F2 L8 SmPLIiRE
B et 5o FEEITY AW - KR NEBTFTLTEFRT 2L AR
AERF RERY R R F R BT BE S B2 TR G M o
TSR BT E AT ERTHFLET L EE ) LR E T AT ZET
FERFREEM G RS o K MGET A RS TS ki 2 Mg - o I
AT T FE300mAhg! 4 AE  MgO, T4 2 BT T A3 AT oM
Fzami=LE > d B3-81 311+ FaF /iR I00mAg'™ > Blank T f#i%
Mg-O T % 1 Bl cT Ak R =5 1.7V 7 TCBQ 2 Mg-0, % ##
1B R RGBT 5 07 Ve 5 40 B AT hks 0 7 TCBQ 2 Mg-
O =% 1.3V i3 Blank 2 Mg-O> T# % 1 Bl e IR BT = ¥
WRMBAR200mA g T ERZF I BT HHRZER 25 L6V TR F
B 500 mA g ' Bp2 % 1 B AT ERLET =5 1.5 Vo ¥ i Blank T f#
Z MgOx#d B%7 F'fr'/] 4t TCBQ 82 F "3 M Mg-Or % 2387 =

AT
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|Current Density: 100 mA g — st
3.5 Blank —3rd

Potential (V vs. Mg?*/Mg)
- N N w
o o wu o

-—
o
L

0 100 200 300 400 500
Capacity (mAh g™)
B 3-8 Blank % f#i% 22 Mg-O T# ¥ L% & 100 mA g' ™ 2RI Jaskipls#

B -

4.0 o
Current Density: 100 mA g™ —
3.5 {TCBQ —
g .
£~3D- -
O)
=25-
"
>
> 2.0 -
S
£ 1.5 4
2
& 1.0 -
0.5 -

0 100 200 300 400 500
Capacity (mAh g™)

W39 # TCBQ 2 Mg-0, T # * Tin % & 100 mA g™ £ ip|2 155k Rl
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»
o

| Current Density: 200 mA g™
TCBQ

w
(3,
1

g
o 3, o
P B B

-
(3]
L

Potential (V vs. Mg?*/Mg)
o

0 100 200 300 400 500
Capacity (mAh g*)

Bl 3-10  TCBQ 2 Mg-0> T # ** £ in % & 200 mA g ' £ ip|2 9% Bl -

|Current Density: 500 mA g
|TCBQ

w
(3]

W
o
1

N
(3]
—1 .

Potential (V vs. Mg?*/Mg)
N
o

0 100 200 300 400 500
Capacity (mAh g™)

Bl 3-11 7 TCBQ 2 Mg-O, & # ** & in % & 500 mA g'™ 2 R|2 JABR:F R -
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33 iR T AL EL

AR RS TCBQ & 3 2 Mg-0r R34 307 I A LiF 7 2 fadle T
Ad o 5P E A TCBQ H Mg-0 2 R BT ASF L HF o KT L AR iF
MEBRARTFERFES - BARTHRLATERT % -F PR ARE
AATH P AT E T 2 Mg-Oy T et U SRR T AL L A

3.3.1 X B st e

3 ;%: fe % £§ 8+ X k& ¥E&4(synchrotron X-Ray diffraction; S-XRD) 2 &7 f&
ﬁ‘;%‘%‘ﬁ»—’\ TR A S Y *é;—f# , i % hoff] 3-12 #7 o d S-XRD B
¥ @40 7 Blank #33 4 TCBQ 2 % f# [ 22 Mg-O2 % 7% (b * 0 T At 2.
PEdl 'y 2t 75015 B — FMEEL o P T Eff? F]AtAc g A P 5 254 (amorphous) i
Ho 29 %% 1288 Rke ONT Pedi2 # e (o 5 Pristine) » 8 70 BE 2 A7 4 frcd
4 =72 fFFRE A Y 5 244 (amorphous) g o
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Pristine

—— Maxdischarge
Blank

—— Maxdischarge

TCBQ

5 10 15 20 25 30 35 40
2Theta (degree)

Intensity (a. u.)

Bl 3-12 Mg-O, T 5 = 22T 2 54k XRD Bl -

332578+ kS FEE

AAYTRTAP AR AT TEM BB EET A 270 > #277 &
g R AT Mg-0y T 4R #-ONT 5 & i RAE 212 7445 0 A
175 % 4o 3-13 2 3-14 517 o d 2 T dvw L PP R ONTUS, & 0 )
3-13(a)Z W] 3-14(a)¥ ¥ 4v > Blank & %% 22 Mg-O2 & # ¥ 7 TCBQ 2 Mg-0;
TATBARTAEILE L E - AP PR ENCONT £ 5 40 5 %3 24
;:c%’ﬁ EDS 2z % & # (mapping) ™ 3 H ~ % > & % 4r§ 3-13(b-d)= ®) 3-14(b-
d)od EDS2 ~F A% &7 @i AfHd O G & Mg ~F T o

82

doi:10.6342/NTU202501363



(a) (b) Mg K series

(c) C K series (d)  okseries

B 3-13 Blank T f#i% 22 Mg-Or T # 5k~ 32T 2514 % 2 (a) TEM i~

b)Mg ~% ~(©)C~ %2 ()0 ~% ~» W -
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(a) (b) Mg K series

(C) C K series (d) O K series

B 3-14 5 TCBQ 2. Mg-02 3 #* S+ % d 2 £ 1E# % 2 ()TEM # i~ (b) Mg

AE S~ CAEZAO~AZALTH-
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333FfH T T ARSI

P8 H F 4 TCBQ * Mg-02 T# 2= L AP B 247 3 Jidfds 5
T+ M4 (SEM) 5 Bz Blank T f2ir & 7 TCBQ R 22 Mg-O, R 57 F
AR 2t A o B R X ‘%‘f_‘ SitAr 2o £ ¢ 47 X R (EDS)# s #w

WRAFLARAFEGE -

-

d R 3-15 7 TRt CNT 45 ko P 2R 2K @ d B 3-16 2 )
3-18 ¥ {¥ & Blank ? f%;% 222 2 TCBQ 2. Mg-0, % 5% — BT 2. A&tk
v R 4R ST AP R EY ONT ik b o 3cdf EDS 2 ~ % 4~ # (mapping) 2
FERH L E 5 T ;ﬁ— Blank % f%/% 22 2 TCBQ 2. Mg-O> & * 5% — B L3 q 2
BB R F i) 2% 4oW 3-20 % 3-24 #77 od EDS 2 A A H 2%
T {840 > pf R 4o CNT 1£4& - Blank 7 & 28 5 TCBQ 2 Mg-0, 7 5 % —

Blrcg 2 el 2 i Mg~ af L@l BRMg~ 28R " ' BEx F
Bfffﬁ EDS ER|E ~Z 1t 6] B5%4rk 3-1 24 3-2 #r7 od EDS B %7 {#
Blank T f#i 22 Mg-Ox 2 # % - BlPxR (62 K4k & 39at%2 Mg ~ % & 24
at%2. O ~% » LR {8214k E 35 at%2. Mg ~ % 23 at%2. O ~% » @ 3

TCBQ 2 Mg-O: & % - Bl ® (62 ik » & 4.6at%2 Mg ~ % £ 3.2at%2 O
A om AR E2LIEEE 4.0at%2. Mg ~ 2 & 34at%2. O ~ % - RY E T fRR
¢z Mg(TESI), > #7ip|tH2 Mg ~ 3 iR p L3RR E T AL - ARk o 5 &
FRTAF? 2 Mg R0 A5 d Mg(TFSI, ¥ 2 4 (F)~ % 2 Mg ~ % 3 v

B 1201 B R AR Mg 2B 0 TR Mg 7 2R3 FIR R TR

)]?cf Mg 2 8 » ENE T AP 2247 % > 478 3-1 9957
Mg at%(eds) — F at% /12 = Mg at% in discharge products (3% 3-1)

FE Vv i{FBlank 22 Mg-O0, % # 5% - BI*xq s 2.k T A4 L 2.5
at%2. Mg ~% > LR S22 KEEE 2.1 at%2. Mg ~% > @ 7 TCBQ 2z Mg-O; &
A - BT KT AL 3] at%e Mg & 0 AT 524 E 25
at%z. Mg ~ 3% » &7 @4t * Blank & TCBQ /222 Mg-O, 2 # % A% 7
Mg O~22 %R Ay I7ELARTTLAFLZERD -
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d ) 3-25 &2 ) 3-26 ¥ {F5 > # * Blank & TCBQ % f#iz 2 Mg-O; & #
BB AT EP AR 2 e 75 te TCBQ 2 M tmdt i o] » B 7 3 B0
e TCBQ €2 A4 {3593 & F 3014} o

Bl 3-16 Blank T j2/% 22 Mg-O2 & # S A%k % - B*x R 2 1512 SEM i

B 3-17 Blank % f%;% 22 Mg-O, & # Z“_i}ﬁiﬁi“ Bl L@ 2 542 SEM 8 %
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B13-18 # TCBQ 2 Mg-O2 & 5% % - B*c % 2 144&2 SEM ¥ if -
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Bl 3-20 /7 4~ CNT £ 4& SEM =~ % &~ # @] -
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B 3-21 Blank % f#i% 22 Mg-O2 % S #H%E % - B*xT L £1&2 SEM ~Z &~ 7

B -
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B] 3-22Blank T f#i% 22 Mg-O2 & S H%E* - Bl LT 2412 SEM ~Z 47

B -
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M3-23 5 TCBQ 2 Mg-0x % #* (% % - BT 2 4462 SEM <4 A % [ «
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B13-24 5 TCBQ 2 Mg-0: % 7 S 5% % - Bl § 2 1542 SEM ~ % 4 % ] -
f
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Bl 3-25 Blank T f#i% 22 Mg-0> T 5% 2T 2 512 SEM F ik -
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4 3-1 Blank 7 j2i% 22 Mg-O2 %% 57 b 222§ i 2 2?2 14+ SEM 85 1.2

TEAFTEE

Element Pristine Maxdischarge | 1™ cycle N cycle
discharge | charge
Atomic% | Atomic% Atomic% | Atomic%

CK 94.8 59.8 73.8 75.5

OK 5.2 9.0 2.4 2.3

Mg K 0.0 7.3 3.9 3.5

FK - 21.4 17.3 16.2

Mg at%(eds) - F at% 0.0 5.5 2.5 2.1

/12= Mg at% in

discharge products

% 3-2 3 TCBQ 2. Mg-02 T # 5% I o3x§ 1f 2 22 24 SEM 8 if2. ~ %

AR - K
Element Pristine Maxdischarge ™ cycle 1 cycle
discharge | charge
Atomic% | Atomic% Atomic% | Atomic%
CK 94.8 57.8 72.1 72.1
OK 5.2 11.1 3.2 3.4
Mg K 0.0 8.1 4.6 4.0
F K - 21.4 18.2 18.2
Mg at%(eds) - F at% 0.0 6.3 3.1 2.5
/12=Mg at% in
discharge products
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3.3.4 X skwx g sk 3
X ko X3 (XAS)* »0 A 47 e Bk B 8T § 14 B 5 8- 2= Mg
Or % tefe e A » 287 L R Fdr H 5547 TLS 20A1 2 XAS 1A 1.5
Az Mg-Or T et R 5 PR A2 1 =R 4 TCBQ
MR ASF L ALPE
d SEM z_ % % ¥ ¥ 4v> Blank 7 f3/& 227 7 TCBQ 2z Mg-O, & # 2 &%
TAP T Mg® O ~% > ‘.—Iﬂ‘PifﬁOlﬁ'—*b&’Mg}ﬁ'—f’v‘c”’i - RN P]
HTRRT A2 AL T RFH MgO & Mg(OH) 4= & B 5 4z 5 1% 2 4R 55 1Y
(£ 4 2|ETR A2 R B % 4o 3-27 3 3-32 415F o
5 XAS 2 OK-edge £ 12 5 % 4o ] 3-27 1 3-29 #77 *MgO 1R &3+ 532
538 % 540 eV i 2 P & £ % - Mg(OH), 158 5.5t 535 eV B B &g 43 i > 57
e d AdZ2 Mg-O: 34 1o fEo 3 § TCBQ # %> 8 % & MgO F ez » 532
538 32 540 eV £ pcE 2 Mg(OH), TE“P‘J%L 535 eV #FicE o Eli?;ﬁ XAS 2. Mg K-
edge €7 > o B 3-30 3 3-32 ¥ L% MgO {5 530 1309 eV AE P & 45 picé
Mg(OH), 1% 5.3+ 1314 7 1318eV & f g 45 s » 57 3% § AJZ 2. Mg-0, 7
# IR B 7 TCBQ 7 » 2 % & MgO k2>t 1309 eV #jc's &2 Mg(OH),
F 220 1314 & 1318 eV it » ¥ 3P MgO & Mg(OH) 2 # %% Mg-0: %
PHEfEAG o mmwmz TCBQETE L T A % 2 MgO - @ Mg(OH), & #8 4
TR AP FRFLF Y 2 O SR %% -
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3.5{0 K-edge — Mgo
—— Mg(OH),
— Blank maxdischarge
= Mg(OH), —— TCBQ maxdischarge

N @
o O
1 1

a
g
o

1

Intensity (a.u.)

o o -— -—
o U1 © O
1 1 1 1

-0.5 -

525 530 535 540 545 550 555 560 565
Photon energy (eV)

B 3-27 Mg-02 % % 58~ 2% 2 k2 XAS O K-edge %3 o

3.510 K-edge —— MgO

—— Mg(OH),

3.01 n —— Blank 1%t cycle discharge
—— TCBQ 1* cycle discharge

525 530 535 540 545 550 555 560 565
Photon energy (eV)

Bl 3-28 Mg-Or & # S ATk % - B*x T 2 512 XAS O K-edge £3¥ -

96

doi:10.6342/NTU202501363



3.540 K-edge 4 —— MgO
—— Mg(OH),
3.01 —— Blank 1%! cycle charge
2.5 1= Mg(OH), —— TCBQ 1% cycle charge
S
o 2.0
2 1.5
c
o 1.01
£
0.5-
0.0 -
-0.5

525 530 535 540 545 550 555 560 565
Photon energy (eV)

Bl 3-29Mg-Or & # S a%k % - Bl & 2 512 XAS O K-edge £:3¥ -

6
Mg K-edge — MgO
5 —— Mg(OH),
Blank maxdischarge
u ——— TCBQ maxdischarge
—~ 4 = Mg(OH),
= -
8 34
>
x
e 2-
[}
)
c
— 1 .
0
-1

1300 1305 1310 1315 1320 1325 1330 1335
Photon energy (eV)

B 3-30 Mg-0, 3 7% 5k % % 2 £ B2 XAS Mg K-edge * 3
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Mg K-edge
54 TEY

44 u Mg(OH),

Intensity (a.u.)

-1

— MgO

—— Mg(OH),

—— Blank 1%t cycle discharge
—— TCBQ 1% cycle discharge

1300 1305 1310 1315 1320 1325 1330 1335

Photon energy (eV)

Bl 3-31 Mg-02 T # (5% % — B2 T 2 14462 XAS Mg K-edge 3% o

Mg K-edge — MgO
51 TEY — Ma(OH)2
—— Blank 15t cycle charge
B — TCBQ 1% cycle charge
—~ 41 = Mg(OH),
2 .
8 34
>
=
e 2-
()
e
[
— 1 -
0 -
-1

1300 1305 1310 1315 1320 1325 1330 1335

Photon energy (eV)

B 3-32 Mg-0: ©# 55k % - B

%7 2 1582 XAS Mg K-edge * 3 -
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335X kT FnHFET
X kLT F N FHXPS)E B WAt A e X022 S HN o AT Y

#% XPS ~ 5 Blank T f#i% 22 3 TCBQ 2 Mg-Ox % # 573 b A% T gL 2 1246
2h oo FROTAG A A2 T AP LA TR EL T AL MO ¥ O 2=
GoCNTHEL RS2 L Cr &AL FEROlsE Cls k2 247 O &
Ch+2 REik g 40 485% 4o 3-33 2 3-36 77 - #5121 O ls £l
2 ) 3-33 22 ) 3-34 ¥ {7 ioip R 4 CNT FA Rz f2 3 & B 2 3055 > Blank 7 2%

2277 TCBQ 2 Mg-O2 @ 5+ % T B FH S - BlA T %T L IKEE 6 ¢
EPORRACE R E AT 28T LS 5315532 2 5336V 2 Ao A
A e genid o 2 B MgO ~ Mg(OH), 2 C-0- M1 v 18 i & 2%
T KA s A MgO» 223 893,22 A4 » Mg(OH), 2 & 4 J ] 5 2%
AAET AP TR G Y 2 HO0 B3 Frix2 %% > C-Od s ONT Kitae
A g3 4 & 2 Mg(TFSI), 7 f%i% % % DEGDME *73% » tc ¥ BZ Mg-02 & # ¢ 2
C-O %35 R HEB > %35 TCBQ 2 Mg-0, & 2 a4 & 2 C-O %3 & §*
Blank % f&i% 2.7 §F 1% TCBQ 7 7 & 't ¥ M 15 iE % 5 #7 3k o 19121

#r2C s £ipl2 Bl 3-35 22 ) 3-36 7 74w 0 Rde ONT el R 400 5 284

212866V 2 F s > @ Blank F 2k 287 7 TCBQ 2 Mg—0r § 4 Sk 4 3§ &
RS- BT E T L EEAR YR A E N 5 2845286 2 293 eV 2 jcE
Ppw rotit 0 284 eV 2 Pk L C-Cd e ONT ISR E 5 0 7 286 eV 2 $ /i
i % C-Od Bds CNT e A& 454 6 2 Mg(TFSI), & f#i% 7% % DEGDME *t
RO &7VERAEMg O T4 % 2 C-O%M3 R YRS » A% TCBQ 2 Mg-0: 7 #
2 4 5 2 C-O ' 5 & % » Blank § 2k &7 fF 5% TCBQ # § & " ¥ 14
im0 @ 293eV 2 #pcd L CF hp A T4 % 2 Mg(TFSI), ¢ f2i%

[118,122,123]
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Blank

‘__:..,’- v

e,
e canwenanitt

O 1s | Maxdischarge
TCBQ

Intensity (a.u.)

O 1s : Pristine

528 531 534 537
Binding Energy (eV)

B 3-33Mg-O0, T % 5o~ 2T 2Ktz XPSO 1s k3 o
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charge
TCBQ

O1s a1’ cycle dis

Intensity (a.u.)

526 531 534 537
Binding Energy (eV)

B 3-34 Mg-0> 3 (S5 % - Bl 2cq 2 14462 XPS O Is %3 o
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C1s Maxdischarge
: Blank

C1s Maxdischarge

Intensity (a.u.)

C1s A Pristine

279 282 285 288 291 294 297
Binding Energy (eV)

Bl 3-35Mg—02 77 ‘S~ a7 2 152 XPSCls k3 -
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15t cycle discharge
Blank

CF,

15t cycle charge
Blank

CF,

15t cycle discharge
TCBQ

Intensity (a.u.)

CF,

15t cycle charge

285 288 291 294 297

Binding Energy (eV)

279 282

Bl 3-36 Mg-02 &7 5%k % - Bl L@ 2 1542 XPSC ls k¥ -
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3

Ly ;ﬁ 3,4,5,6-= % -1,2-% f&(3,4,5,6-tetrachloro-1,2-benzoquinone; TCBQ)
E5F BB AR IR ek TCBQ* Mg-02 R ¥ 2 F /L » o
BFE T TCBQ e+ #2 # L ¥R BRE - L35 CV /s i ok
fe o d BEFATCBQ Vg ¥ § o T3 ML O Bt BR2Z 2%k o

KE1s 0 AT R 42 £ 4R ~ Blank T /32 & § TCBQ 2 ¥ f2# 2 CNT &
e E s Mg-027 % > 7 TCBQ 2 Mg-02 7 % 4p L *t Blank 7 f#/% 2 2. Mg-0»
T BT AT RY LISV LT 159V b X% T 204 19722
mAhg'# 3 27788 mAh g > * X R cHcd TEERD T S8 B> TH BT
md 17V iK3 0.7V

74 735 XRD ~ XPS ~ XAS ~ SEM 2 TEM & % #/i4 17 Blank T f3/% o
23 TCBQ 2 Mg-Or & ¢ HIs % T A > NFETHE AL TRBEL R 7 4
HOXRD %7 @i A% 526 BT & ONT #0% » %5 TEM &
SEM V" BLBR S H L3 g d22 Mg-Or T el £ a355 % A TR E >
FFEDS 23 2 # 7 @i L A4 ¢ & Mg ~ % & O =% »i&— % 3§ XPS & XAS
FITPRRRNT AL FE MgO 2 £ » $h7 Blank 7 2% 22 7 TCBQ
TfRR2Z Mg-Ox T T2 L BT A5 % 5 MgO > pfd SEM B ifk
T @args TOBQ P # %R A% (24 A F 0 1EfE) > &a d# = Mg-0 738
BTy 2o & oo

Fe A AR A R4 TCBQ (85 § 1B R A it ORR & Ji > 114+ Mg-

O 7 Hhit » # 54 Mg-Ox L% 2. § 1“8 R 0 TR EATES -
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