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w3 50 C7hA 9] ek oMol F/MA By F e Erw
) 100%°] HEES welth, oed AnE 20 Colld WY £Fa(55 mih g )E Holn] w7Fd Al AbE-3
d EA(IFANA AHFoRE Eo1gS W §FY FX7F HA vk )S Hol= NQ Y5 £ Aolg e
Wk, o]} 7o Li-DANQ AR Hojd Z/vbd £ % A5S DANQY 2.74 eVelE ol 2]Ql we uiz i) NQo
Hla 5 A W e @E ol Ak Ago] o wWE Aol 54 S 7]l

12 YEZEF= F=A9 zadd UHS 2951, (a) 2,3-diamino-1,4-naphthoquinone (DANQ) and (b)
2 .

1H-naphthol2,3-d]imidazole-4,9-dione (IMNQ)©]
% 2% (a) DANQ ¢F (b) IMNQ 9] &% XRD A& o] &3 A= Ao, AW HWYA4(hkl)= 7t
Zrol Atglell FAIEAATE. ZF F2] SEM olu|A] HA] A Fxe} FAES Bl

3 (a) DANQ S} b) IMNQ ©] #17]8}81% =Ajoln], 1.8-3.0 Vo] Ak W, 50 mA g 9 ZEol|Ae] 2-A=}
218 HbS-3 g 2]F W2 (The two—electron electrochemical lithiation and delithiation). A=+ A
o FAmEoR ALE HEEES YUY, B2 HE&Fe B4 AHgS Hie=

T 4= UYEZEFAE= FEAY ZE/HAA AY. (a) AZ YE scan rateo] A2 DANQ U=r2] A} FA (b)
Randles-Sevcik 2122 A4HeE DANQ, IMNQ, NQ <=9 &F ol &4t A4 (¢), (d) DANQe} IMNQS] HOMO/LUMO
ol 19 7 thFe NQ-F-=x19+2] band-gap ¥]al.

F71 F= AFE B, 7aibS(gas diffusion layer, GDL)& HAZAR o] &3 #7] F= A
g AL (D) 7kagibe #uE tesdrlE RS F, (2) teAde] GDL TE2A] ohe.®= DANQE FH
ojmf @Az #AS F GDL EWel DANQE gt FARAA dAvABS Fatkol (a) 7kt gt

71
247 AR 0) AF AR Fo BES FeAss

jatal

l

20 9o gE-F7] A, (a) 0.2 C 274 100 Alo]S =<ke] Li-DANQ, Li-IMNQ,
/A g 2 g8 (b) 50 Aol 3 SEMS B3 e1d ZF dx e Balwk ¥ 72 (¢)
d Hl3. (d) 0.2 C &AM 500 Ato]lE7HA] A3FS w), Li-DANQEXS] =/

¥} S DANQ ATR/FT-IR =¥ EH . 1750~1500 e o] I 9

ggg JA5)7] e FAH g
olat, AAE FalA
Hol U2 4] A 2

NQ =4 3

Al

N FEAE FAAst 2L 719 E242 Y38t

= laolA H+= AHAAY 2,3-diamino-1,4-naphthoquinone & 2,3-dichloro-1,4-naphthoquinone ¥} potassium
phthalimideE ©]&3}e] Gabriel methodE &3l A3l o= &4 I FF9 = o] 7Fesitt. 34
¥ 2,3-diamino-1,4-naphthoquinone= DANQZ WwW3alth, Tt = 1bolAAH 3 He] 434 (one—pot
procedure)S F3 F oMx IHFE 1Y omtEFom WSt wWEE A g IEEQ -
naphthol[2,3-d]imidazole-4,9-dione (°]AF¥, IMNQE HH)S AP T. & F£5%S Holx= DANQY

3 ) 1 ) )

IMNQ7F A4 o=w SHAEASS 'y nuclear magnetic resonance (H NMR) ¥} Fourier transform infrared

spectroscopy (FT-IR) A3d& =3 g<lsldtt. 7422 DANQ, IMNQY A HAL oS3} 2t}

ol

o,

DANQ, IMNQS] 4.

2,3-diamino-1,4-naphthoquinone(DCNQ) (98 %, Alfa Aesar) ¢ potassium phthalimide (98 %, Sigma-
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Aldrich)Z acetonitrile (HPLC grade, J.T. Baker)&wuj 73}l 4o}, 12A17F ¥ & Aoz w=gbAlo] 11
AE F7F9o| Yal hydrazine hydrate (90%, Alfa Aesar)E 7}ell & F, 12A17F E<¢F 60 CTollA wF-SA| 7T},
S & Xk FE49 DANQ B2 48 4 gon oekge AZAG WS o]8ste AANH F5E 90 9=

DANQS 91 = <lth. 'H-NMR (DMSO-ds): & (ppm) 5.46 (s, 4H), 7.57-7.61 (m, 2H). 7.74-7.78 (m, 2H).

DANQ®} formic acid (97 %, Alfa Asear)E& SHF st 5A17F &<t 2l&8 = &t 2§ 29
ol o] pHE 30 % ammonium hydroxide (ACS reagent grade, Sigma—-Aldrich) & 7}sle] 92 93t} w3
Sk A IMNQ BES 83 99 FEER IS F o, I F DMSOE o]&ste] AEAA wyoR AgA

'H-NVR (DMSO-ds): & (ppm) 7.83-7.88 (m, 2H), 8.07-8.12 (m, 2H), 8.31 (s, 1H), 14.12 (s, 1H).

e o 2
RalO'S

24 2 7Z 24,

(

A DS I S RS EAIAL Kray S Lpoder WAL E AAE 7147 D WAL
ST DANGSE DNQ O T&SH AT Relmtel B THE 5 ke o b AGE olgdtel FAh A4 vl
(FE-SEM, XL30S FEG, Philips)< 1 e BAs 9T}

=3

o N

DANQ ¢} IMNQ + =& AAAE Holy ol & 20 Yehd 991 XRD (power X-ray diffraction in a 26
scan range of 5° ~ 30° )ol| 2 vebdt}. IMNQS A% monoclinic +Fol P2 &7hr(space group)<S 7HA =1
Hksll, DANQ & orthorhombic +ZFol P2,2,2 37FS 7FXth. DASH 2o 2Ry 7 Edo Add d9Zd

ZF 7S R DANQY A$, a =27.25 A, b =23.96 A, ¢ =3.35 A, IMNQe BF a =28.21 A,
=10.95 A, ¢ =10.81 A, a =90.000 , B = 104.30° , y = 90.00° ¢ #S 945 & Urt. N9
4% monoclinic TZ° P2)/c ¥+S 7AW a = 827 A, b =776 A, ¢ = 11.71 A, a =
000, B =99.30" ® oy =90.00" & w9 AR & HAE R LA drk. olF FH &
A" NQe 18] X2 WH3A7 & B9 7 A A(packing properties)E IA WA3AZA 5 9
29 FAF AAF An A (SEM) o7 A] S A] DANQ ¢} IMNQ Z4e] 29 fAMES Bt

Ar\shetd =4 B,

7] G3Fe Al-foil & FAARZ 0]-&3t doctor-blade ¥WHES
X2 o]gate] A3t DANQ (FE IMNQ) ¢} GDL-COOH ¥ &
FE = AFS FEskoith. N (97%, Sigma-Aldrich) %5 %A df

E@‘

)

o}

! Fll' 3

«] GDL-COOHE A A%+
TolA EAe] st
o2 AZseict.
7t AFe AFAx FAL AR H dise cutter (MII, 15mm diameter)S ©]&3to] Awstdrt. AztdE =
438 FFEde) 4FL 1825 mg an o WAE G 1 A dF @HE gFoz, o
polypropylene separator (Celgard 2400), %= o2 FEojy 249 0d& 3t
glove boxol 4] Coin type (CR2032, MTI) X9 ez HAAZS AF3Act. AA dall 2L dimethoxy ethane
(DME, 99.5 % Sigma-Aldrich)® 1,3-dioxolane (DIOX, 99.8 %, Sigma-Aldrich)S ¥-¥®] 1:28 &3t &ujo
M sEE =< lithium bis(trifluoromethane) sulfonamide (LiTFSI, 98.0%, TCI) & A}&s}ich. Z+ -+
7] ZdﬂJ JAF F=/d A8y =3k AFE A9e A W9 1.8-3.0 VoA battery cycler (WBCS3000,
Wonatech) & o]-&3l 43353},

DANQ ¢} IMNQe] #713}sts EA1S 4357 Y3l DANQ (== IMNQ), Super P carbon, polyvinylidene (PVdF)
vl & Z3H] 60:30:102 At #7] ASS AZsR o gE foild A AFo g AMEEIY. & 3a
¢} 3bx= A2, 1.8~3.0 V(vs Li/Li ) W 0.2C (50 mA gil) &5 ZANA gE-57] AR AFAl HAAF
/WA A A4S YeRdgly. AAF o=, DANQ 9 IMNQTE Mol A JA Fke] EAFE FAREE FH
o] sbsl/3Y EAS RHolm, o] 12 F=9 JtRd 159 GAZ 53 enolate FEl= AL (two-
step reduction) T}A] enolate ZL&Eo] 7lHd g A4r3te = 3}8har-S

=
-
=
-

Li-DANQ o} Li-IMNQ A% 77k 250 mAh g ©F 220 mAh g o] WA £ Uehf ol o|£4 &3e] 9%
(DANQ) ¢} 85% (IMNQ)©ll si&-3tc}. DANQ o 7% 7&@' A2} 7] (electron-donating group)d Z=AE < A
9 ko] ol Ak, 17]s ‘E’}%ﬂ Fys Ag- ) % B2 3 (hetero-aromatic ring)ell ¢3 ==}
AEe] AjEAEE ] FEeH Y Hde] I % 3ol 4= 9lul. DANQS IMNQ Y=o 4tsl-3¢ A9
| BAS olgste] Felstgtl. (dQ/dV) (= 3a2t 3be] A=) DANQY A$ 2.33 ¢ 2.17 V

M K

]
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(lithiation) / 2.41 ¢} 2.27 V (delithiation) ; IMNQ®] 8% 2.489} 2.40 V (lithiation) / 2.57¢} 2.38 V
(delithiation)® UEIIT, o]= UZEF =9 ugFXE WA 7= AL oj$ A% gdF-§7] Ax<9 A
7181ate EAS zAs=y WS 23 suog AMgE £ deS 9w,
UZEAE 454 2729 M modulation)e © tolrk §7] FFelAle] Aoldt glFole 3t EAS &
=ath, 48 AGAFNG o]gdt Ao DANQS IMNQ 7 o] #Eo]e SAASE(Li-ion diffusion
5 I~
-

5
coefficients (D};)) o}ehol A3 Randles-Sevcik equationg ©]-&3le] AAkst

o

I, = 2.69 X 10°n°AD25v%5C,,

(D

olwl, [, = ¥ AFE, n & Wbl Fefsh= Ao =, 4 = A= WA, v = 2AE HE, G A

el gEolee] wEE tehdrh. £ ol DANQ B A FHE vpehidch. Lek Ve 4y wA =Ry
2} AN F A A, T oA B90) shgeks Al 4k 0, ke AT N BT 94 gET

T 4bell vER AAE, NQ o A5 P 22 0 ws Heolw, NQ o nEFRE HIAE A, gEele A
g H57b g dES YA RodFu. 53], DANQ Y9 A dHYUA =2 0 3 Holy (A3h:
2.28x10 cn s, 6.41x 10 cn s, L 1.30 x 10 cn s, 4.74 x 10 em s ) o] g NQ Fol w)
3 22wt 2 grolth. (A48} 1.00 x 10 em s, 2.43x 10 em s, ¢ 2.15x 10 em s, 3.15 x 10

em s ). IMNQe] Eole Aol A9olm, oAl Neoll wla) Aot 4 DANQS] el wlEl 2- to 3-

-1

W e p, g melth, (A8 1.02 x 10 em s L 2.40 x 10 em s L Y 210 x 10 em s L 2.94 x

-8 2 -1
10 cm s ).

DANQ, IMNQ, NQ¢] ¥4 o= Aolgt ol dit 54 WAYUSEES A3y fste] thdst Ng-FrEAEe] A
717 FFE ZAEG T, ook A=r)uk 3EEo] HOMOS LUMOS] tholo] =88 B3PWI1/6-31G+* hybrid

functional & ©]83}9] density functional theory exchange-correlation functional Al*FH .2 Gaussian 09
zeaRs Fil 74 725 HAgst 54550

% 4cE B3PWI1/6-31G#* level ©lA] density functional theory exchange-correlation functions ©]-&3] 7
AHek DANQe} IMNQ <] highest occupied molecular orbital (HOMO)®} the lowest unoccupied molecular
orbital (LUMO) 1¥& YelUa o] & thddt = 7%k SEE9] ALt @3 vlusiglet. WdatAE, g
o Aw 249 A5 4.0 eV AL H MERE 7HA= Ao vz, DANQ 8 22 2.7 eVe] MERE Hol
w oolE WREAoA yEbe =S A7]9f fARSITE. o= NQO 2-, 3- iAol Aek AAFANR] ofbnw 1
Fol AgstA HHA HOMOS| olu=]7} wA A &SP Aol o] 2 <13 HOMO-LUMOS] Yo ZFAstAl = 7]
Aot ol gt e MY FFolA AR/ EEe] S &olshA st ol <13 DANQ o AF- =2 0 #
= A ", oirx ZEU1E 13t WhEEte] oju|thET|E RS IMNQS] A5 HOMOS] oA 7} wolx] o
Fto] F= 719k 2243 Hl52$ HOMO-LUMO =3 o] o),

o

= X

DANQS} IMNQe] HOMOS} LUMOC] %2 NQ9} H|wsle] = 4do]l YeERYYr. © ol DANQS] = conjugated
aromatic ring®] A=A} HE7} WEsiA 7 HAS & 5 ).

GDLAl f71AA 9 A7 EA

ol =24 dAvE EUE ATHH Sd= dE-#7] AAe] AVAJA A4 54E SAsH. 498 M-
A AHE Sdststy] fste] vede] 7k (gas diffusion layer (GDL))& o83 aL&AA wkel
HE AREsHA &2 Az #§7] F52 AFsadth. g L B ¢ & 284S #8438 5 don, (A
A AFelA 1.5-2.5 ng/em WS FEMAE ) We TUAS Fal 1A A dsdn A=A @
th 538, dAA F/EA A =T AAHAR FEdo] &afHo] ves EAHS WA S5kl GDLe
ZWUE st25As aFo R g8h4 JfFste] dxeE T3 DANQSF IMNQe| ofvl 1E¥ HE= AS ¥As)
L = Agel FAHL = 7o =AE wpek o] FI-IR ~FERS T gskelon, NH
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deformationdl 3lW=E T =9 717y A ZAstgoen, A 43 Ao Ax=E T/ amided A7}F A
AEAJT. & 59 /7] S e FARA |nE ARIS F3l DANG &
o] GDL WFol d¥de=z & HAS
7}~ A5 (GDL) ®BH e 7288
=3t oo Ya dAIA Aol
;(
=

GDL(GDL-COOH) & &= o] =& Al

Gat A W9 1.8-3.0 V (vs Li/Li), 0.2 C SEZZ6|A 100 AFo]Z Eet 7}
S HoErh. Li-DANQA A 9] 4§ A Abe]ZellA] 250 mAh/ge] WA 8§5F& Ho :

3 3 100 AlolE Foli A AlolE thH] 98 %o] WE Zhol 244 mAh/ge] WA %%k% wHelr}, olejg 4
T= 190 mAh g (o] ® & uju] 57 %) o Z7] WA S} 100 Abo]Z Fo whe S WES(86 mAh/g,
Z7] WA 8% Unl45 9)S BoliE Li-NQ dA9 S s o).

L u
©
©
=
o
o N
Lo
i

B AAT A (umodified) FA] &2 NQ 7IWke] AA| dx] &3 EEstA 159 o] &4 &l vlal wf¢
W2 wE 7Y o= NQOl vl wh2 A=Al ZIQ1E T IMNQYS A NQ F=rell mls) Bl £2 240
mAh/g ALl 7] WHAEFS Holn 15 Alo]E Fofl s

Tof ro 2 3 A w2 &% Aert B 1 A} 100 Ale]E Fole A 6499 &% BE el

A% soh Lot DANGZE A19) glel wlg- u)
= 918 5 k), Li-Ng 47|
o ol Li-NgSl §4% 8% Ast dala
9 Li-INQ AA ] A5, Aol d whg o
= /00 el INH elvthE ol

A
i)
(e}
=
D
e
it
J
[
n@

2

=
ol
o
N
=
19
o
=
o
2
Lo,
oft
=
fr
mlo §
rﬁ
ofi
ol
38
o

o] MR AHELS =3 Solatgon] HAAE

ool gEol 2 IMNQe 7hEd7] AbA Aje]e
Ask7h Ay sA e

o

& ke BojEn. ol d L ovuE
AAAGE A @Alek o= Qs &7

o &
o
fol
2

DANG el @AbE A4 SAE thd /0 SEelA oA etk E Geold mE AAY S B/
A SEolA Wlg sledAel SFATe woln, Axo] 20 Col £ASIAE Li-DANQ A% 0,200 &} w5

39S W 47 %o WA £ wolth. (250 mAh g (0.2 C), 235 mih g (0.5 C), 223 mAh g (1 C), 204

mAh g (2C), 178 mAh g (4 C), 159 mAh g (5 C), 142 mAh g = (10 C), 117 mAh g = (20 C)) H =& 50 C
o] 749-oli= 84 mAh gflgl o vy £88 RoFEXNE gkl £ A Alo]E HAEE X3 H =3
He SRR AIE AAEE AAAE W 27§ ) 10088 2EHE olr] Ao V5D S o

FA}. (222 mAh gi1 at 1 C, 235 mAh g at 0.5 C, and 250 mAh g at 0.2 C) ©]=gk Li-DANQ AX]¢] =/
A EE B AF7H Raud FFHA L Fi= 7 248 AR BE-FIIAAE vlE FEHA
Hold Arfolty, a7 6coll Hole ZAAHHE NQIFFS ol &3t txa A8S FdsE A7 27] 0.2 C oA
£5 5 S7MA wEt 348 £ AV RS E9E 4 Ak (170 mAh gil (0.2 C) ©llA 55 mAh

= of

M
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