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o AxE 93 BRAFT Q4 MNODAA 30 ® E BASD

al
50 o) AF QBN sdstel AzAAG. B4 F, oz 0BY F2E YD G2AF B Ak
2% =957 98 500 TolA 4 Az Bok A-% EW Aoy 3L FAsd. A4Y FANE
AANAE G Azolx] FHlE AHE 2 o2 mopd] Ak, FlE A, $F/6F A9 BB 9
A 4Te Bk, o, 2.0 N AW (PO)I} FH YRS PVWE FHE A-AAEE nelA A9

5o, F7F A-ddidS 9 ¥k, AfAR HastE ARE wok F53 555 BHske T AT
Naee FARY. vixgdoem N2 F 3% =238 vz g3 e@24dF (o]sh, FFS-NFMCFE 71Ag )=
e AR E9AE ARG A2 F AFH R AFEHAY. A7 s Hes BAsa vasy]
sl A" gSAAAH (o]sk, FFC-CFE 71Agh. ) o &4 giAdf (o]sF, FFC-ACFE 71AI )2 4" A6
E9M 5 FHARAE R ZH2E FhlEkgivh. FFC-ACF= =8 E glo] 500 CellA 4 AlF &<t A gste] F5319]
o},

(1) 24 € 73 4

FE-SEM (field-emission scanning electron microscope), FE-TEM (field-emission transmission electron
microscope)(equipped with energy-dispersive spectra (EDS)), XPS (X-ray photoelectron spectroscopy) %
TGA (thermogravimetric analysis, 200 to 900 C, air atmosphere)& =A3}Ar}.

¥Wx 2@ 7]F FZF+=, BET(Brunauer-Emmett-Teller) 2 BJH (Barrett-Joyner-Halenda)( nitrogen

adsorption and desorption at 77 K)& o] &3} #1519},
HAEZ 54 A="E o] gote] thedst MEe] AWdA dalde] 2dSddd gk AHE AASHIT.

(2) AASEHA A% B4

JlN‘

terst AN A7) S A, 100 WA 100 Hz © FIE WMol 5 mve] AC AEE AMgal
EIS (electrochemical impedance spectroscopy)S A3}, 0.0 - 1.0 V] A9 WA £33 AL HAFH
(HE =AY, A7 dexes, & 83 %Xé (Hall—effect measurement )< E3 FAMEIL, 7] 3} 9
Uz A e, A-3A el AA A Az oS H7FE A

FAMA 34 Z aAd &2 0.0 - 1.0 Vol A9 HYA 8.0 - 50.0 pA cm 2 thFd AF LIoA
FA/A 54 B9 A5sAn. 2us P7] Aol2Y HAEE, 250.0 uA en AR DEeA 10,000
o|Z7kA Fdsk3lth

ﬂR
22
X
i
2

o)
ol
o2

FFS-NFMCF=, = 1o /gFd oz veld vhel o], 9-3 7 4 one-pot surface engineering
process)S T3 AFHoR AZEJI, o= 3,000 IYHE (= 19 (a)E A B2x4FE, Y2553 F
2gol= (NHF) & E2tEt (= 19 (a). 7] ARE

())& sty Wz vy 725 st d24F 1H
of wE NIF Fef2 ddd o v, 5, Feld NFe, |
A w gk (CHy), A¢k3l =4 (HCN) & AJo}

X
7150 dE&HE B N U F 35 =3 A~ A3d 5 vt

5

S-S NHFe] ==, NHFeh gk Wk, b NHFe] efxiol sfdsh ~146.2, ~208.8 R ~247.5 TellAM
F4 FaE 49 vk wEk, Axd gaARE, ved 243 N 2 F A =] AuA ade
el e A7) et &4 H9E dEkd S vk (= 19 (d). E=F, BRARE 4 Al 2 dads
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agstel AEY AAAS HRY TR FRAANAEY FF/eFoE gD F Ak (2 19 (o).
MAgoR, N B F 3% w98 vx el ads FFSVICE ZA%) (F 19 (@)% 749 §94
Mg FoANAEE, A ARAE aYeta I3 3 FASUA 4 MRE 2 RGO mop FF
&) B FAEN FHon AFHATCE 19 (D)

FFS-CF, FFS-ACF 2 FFS-NFMCF2] Azl o|m|A|= Auj& 2 & FE-SEM o] A|e} A © 26 YeRdAT.
FFS-CF, FFS-ACF, FFS-NFMCFe] &4 49 (active area)d} = 99 (lead area)<, = 29 (a)o] YERNS
oh. B oEge ok Az FAY =AY o] Jhestn dE ALEE S Axwgoes &8% 4

)

AT,

W3k, FFS-NFMCFO] #2234 FWHe, = 29 (b)¢} o] v FE-SEME &3l A=Y, A738 FHAMAE A
=2, A7l 500 - 600 pmel F=FH o] A HMa|Ae <o WA EEH AolEH F AV dF
(electrical shorting)®l 7}FsAlS WA= AS HoFr

4 1A ANAR v Aodgls AL
o (ce)ld B 5 YFol HE WES Aol o 79 pndl 1 AP TR 2ETH
s}
-

F, FFS-PCF % FFS-NFMCFe] HIEWH Fel=, = 29 (f-h)oA

S- gk 4= Slvk.  FFS(F (&= 29
()=, Ao AR wUS 741 FFS-ACF (= 29 (g)) <k FFS-NRMCF (%= 2¢] (h))ell &} riel] 7]& o]
o vl EWs Zberh. 3, FRS-ACRe) Wlalske] FRS-NRMCF:= €1-3t F9 <IAYold &4 &<t NILF
o] ®ajok A W FA3 BHoz Qe FHer A1 FUF FXE 2 FIE WE g3y 72 (o
2.3-12.7 me] A7)E VJepdtt, o34 24 Sl FRS-NANCFE, S7He vgd s s vz a4y 725 4
ehllo] 72, A7) A 2 W-9ls ol &) TS A 5 vk weEbA, FES-NRMCRE, 7+t STt
o2 Feleh R o2 St sHoR Q) FgE HAd &% 2 1EE Hes UEd Ao o4

T ATt

FFS-NFMCFe] ++% EA % 94 BXE= = 39 TEM % EDS WHEE Za ZAHATE. = 39 (a)-(c)ollA B
Q)=o) FFS-NFMCFE Azl ¥Wy Wz o Z (¢F 2.5-11.3 mm A 7A)E YERNIL, o]+ 7] FE-SEM A3}
ol A AF et nke} o], NHFe 2 Q1% st Aol 93t Aol

(e

B
%= 3de] EDS W olm A, g, Aba, AA 2 B2 o] FFS-NFMCF el 2 Bxso] 9l
ubeba], FE-SEM 31 TEM 2 ¥+

Al B4E BefFErt.

o

Fe AR TEH BAHE, % 4045 o] T6A #A], XRD, BET ¥ st seEg
GA 27} (X 49 (a))v EE A= di&] 100 ¢ T &4

—

< selepslaL, 7 v 24S

Zheth. go], FRS-NRMCFO) 3 &4 e, N7 Frh vz g3A 25 2he ga 4229 35 =3

ot Agtow e 2= gl met ozt olFste S Rl = glnk. k= 49 (b)e] XRD A=, oF 25
A=d

9440 A MAE vehie, ol 2 BEAA S99 (002) % (004) F& 27} vhehaie,
=

(c)ell vtebd upel o] BET SAE g3l A, A4

T4 F3 FFS-CF % FFS-ACF9] &4, IUPAC (International Union of Pure and Applied
Chemistry)ollAd 1338k wAl 7] 3% (micropore structure, 71 %, < 2mmE YEE 438 1 54L& =B
S, FFSNRNCRS] dl# Sede, Wzrayd 72 (12 %, 250m)E AAbeks IV 3 5S4 U

e, -3 3W dAYolY T8 sk NILFO #afe)t 3] v G433t TS EFste thed 280 Hlx

=z
g3d 25 AP F Yrk. gLol, FAA BET AT, ¥ 19 A3 4 ). FFS-NFMCFE 271
. 2 - 3 - . —
MEWA (32692 m g ), & 7% B9 (0.19 em g ), B 71T A4 (2.82 m) L HF 7T Hu BE
(37.61 %)< ztert. g2Af9 MAE BEdr 2 wzry By B8, A7) 3ekE g4 R9E S
713 F& AF LEAA FEd o] A TEHS A & 4 9o, ol A7, AFE FHAMNAE A
HoeAd % 9 5% &4 Aoz ooy
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¥ 1
Pore volume fraction

Total pore volume Average pore
Samples Sper [m?g'] 5 3 )

(p/pe=0.990) [cem” g '] diameter[nm] Voo (%) Vi (%)
FFS-CF 1.63 0.01 0.08 99.73 0.27
FFS-ACF 191.14 0.10 2.13 91.05 8.95

FFS-NFMCF 326.98 0.19 2.82 62.39 37.61

(¥ 12, FFS-CF, FFS-ACF % FFS-NFMCFe] wlxW 4, F7]¥ §39, H 7]¥ 474 2 7|3 FI2&S e

fur 2~ EY (% 49 ()&, D-ME 33 (~1350 cn )t G-ME T (~1596 cn )E JERHE | 72+ AR}
A3 3 Bho EAE YEPATH(E 49 (d)). FFS-CF, FFS-ACF, FFS-NEMCFe] Z=H] (I,/1)+, Z+2,

0.88, 0.95, 1.01& FFS-NFMCF ol N 2 F T% =3 B2 T3 P24 Hof 0] ¢ & AL 9n
ol webA, olEd Ay, ®aAdFolA Wz U TR N 2 F 35 =¥ Auror JAEHASE

theFet Alme] W 38 A4S FAHR geletr] 93] XPS SAstY = 5o YERTE. & 59 (a)ol
e wle} o], FFS-CF, FFS-ACF @ FFS-NFMCFe] C 1s =#HEHL2 033} o] EAHr): ~284.5 eV (C-
C), ~286.2 eV (C-0) % ~2838.5 eV (C=0) T =Ao|t}. T3, T}sH 9 N1s 2 F 1s 2FEHo] 747} =
59] (b) ¥ = 59 (¢)o AAES] dom N F A~7F §17] W&ol FFS-CF =+ FFS-ACFol A 337} veEht
A ket o9 &, ¥4 AxEe AFHA N U F FA] =32, FFS-NFMCFollA pyridinic-N (~ 398.4
eV), pyrrolic -N (~ 400.0 eV), graphite-N (~ 401.0 eV), oxidized-N (~ 403.0 eV), semi-ionic C-F (~
684.8eV) @ covalent C-F (~ 688.1eV)2] 3] =) &3] &elst 4= Q).

53], (-N 2 C-F 232, C 9= (2.55)ET N 4= (3.04) 2 F 947 (3.98)9] 7] S4%E7F %71 wji
A wuAdAE e A7) 8eA s FdA7IE d T2 988 & F duh. Buh FAHoR ) N-C
AL, Ax A €y drA EAS PFAA AES s AL S Ak @4, F 2, Aa
i 8718 BT F den, ol AR wEo] TR <l AA A SR oyt HaE o
oo 5 HHo R FolatA HIT F i, P FHHE A ANo|FF FdS T F 9

F =g o2 g FFS-NFMCFO] Ak 3 28719 nlgo] O Hrhe 212 & 59 (ddlA &3 5 k. =
gk, FFS-CF, FFS-ACF, FFS-NFMCFe] 342, = 67 o] &7 48 T3 AT 4 dow, FFS-CF (=
69 (a)) % FFS-ACF (% 69 (b))%} BlmL A] FFS-NFMCF (%= 69 (¢))&, F-%3d o8 Be i g7z
Q18] 7 e HEZ (93 ° )S HojFErh. wibA, FFS-NFMCFE N# F SA] £330 A% Fato] os) a4t

d A7 A B9 9 quA AF sES dehd 5 A

A7) gty Fdee & 79 (a)9k o] EIS A4S Algate] Hrbalda, Nyquist SRS AF9 oo A
71€71E Hol Fr, ol M= AsA o] o] it AsS YEhdth (5, Warburg 99 E 29 ). Zeew

Fg WZol oy e = 79 (D)elA 27, 69.7, 17.9, 12.7 @ con s

)
it
o
)

olth. o] & Bt A%, ZHZ 0.04, 0.53 2 1.06 X 10 en s (= 79 (c)elth. ek, = 79 (d)s}

Zol & i =4S a5 U3 A8 AV] AELEE A, FFS-NFMCFE N-E=go o3k akatd s}
AY sHow 9d) 23.2 S en o FHE A7) AREE wolERT. olgd A waMfolM dEd 2A4
FNEF A =39 AU @del o3 FdH ol It e 1714 54 YeEhlE Aotk oy
A3E e u FFS-NFMCF= 3 o2 et 533t 53 d7] deiow s ¢35 #7] s34 de
S Yepd Aoz oaEn,

9

A7) olFF e W3 Abst 4 9HS (redox reaction)& 2EFSH oA A wWAYZFO] = 89 (a)ol] LER
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A7) oles B Atst & wke-E I dUA AR wAUF A e =4
gtE WEstA dsstr]l s, FH A (pseudocapacitive) R AlEE FFHAHAAIE O o]

yA & 5
A Qs = 8o (b-d)St o] 0.5, 1, 3, 5uV s © Tt 27 LxolA 2 AT F A A AES o}gs

theFslk FHATAIE Q] Aaty AxE J)Hke 2 FFS-CF % FFS-ACF9} W3S w) FFS-
NFMCF«] AA 270 oA M =& oAge 7)o (pseudocapacitive contribution)”} YeERATE. o] Ax}
, e 22 of wWEd & Uk

g 9ol A 7 8

2473 T
HoF+ FFS-NFMCF &=, -

() va4d 24dor Qs &4 917t Ad=ar (ii) F-=39 os] 7]
He 2oty wEkA, v AN N B F T4 B89 AYA a3
T ASE UEE Aom G440 = Q.

® 9%, e FuANAEY JUA A4 A%S tEbd Aotk 10.0 pA om ¢ AF WEelq FAF F
A 2 WA EHAE (galvanostatic charging and discharging test)®, = 99] (a)ollA FEJom, Hojd
ZAL, G 24 2 3l AR woET. 27, 0.0 - 1.0 V2 8.0 - 50.0 1A cn
F oA ot frHAIMAES &4 dee, & 99 (b)o] YERNSATE. FFS-CF 2 FFS-
S-NFMCF=, 8.0, 10.0, 12.0, 15.0, 20.0, 30.0, 40.0 % 50.0 pA cm o #

E
do
o,
)
do
NE
r)J

ACFe} w]aLs}e] FFR

%_
ols) 250.7. 243.9. 239.5, 230.6. 223.0, 214.0, 207.3 = 202.2 wF cm ¢ Hold MAA £ZE AT
80.9 %o A3 &4 FAES AFsr. E3], FFS-NEMCFY &4 ASS, % 99 (c)ddA] o] Big A
38 AT AE vlste] L53HA ST
oyt Ay o e g =H
Ao A -3 HAHA &5 T4

g A oA A &5 o
g AE A AER o vE gdA xR o3

'
L
o
I

w

3k alg *é%(hlgh rate performance)2, N-
AR A ol s Are whE Aok, EZH, 250 pA
cn o) AF AmelA Hf 10,000 Ao]Z ot thFEt 773 7] kg Adol & 99 (d)ol e}
WAttt FFS-NFMCF:, FSS-CF (44.1 %) % FFS-ACF (85.3 %)¢} njndle] #o]EFd HAE F<t 91.3 %9 Hof
4 AA 7 FAES RATH.

b

s
<,
>,
o
S
X
K
1
O

5]
—
w
Shd
_&
flo
k
©
Lo
~~
D
bS]
~—
=2
2
it
]
=
o
N
N
o,
o
N
(3
-0,
ox
oX,
o
L

3 7tE ZAVE ) 98] AelEE HAE F

213}. Miﬂ FFS-NFMCF (% 99 (2))9] Nyquist Z%&, FFS-CF (& 99 (e)) ¥ FFS-ACF (= 99 (£))$} H]

Wk w o] il FHol P F FAHE AL gelst 4= 9Jul. FFS-NFMCFe] -3k Z7] oA, A5y
_‘1

Aald Abole] Qe ol ~g FAshe Ak T 28717k AAEe] Aegel Pyl e Aelu,

AHE FHANANEHY Ay 2 oyx dxE Aa Zgd o= FRS-NFMCF A3E= = 109 (a)°ﬂ e}
WATH. % 109] (a)olA] FFS-NFMCFE, A2 9% 18 uW cn oA A 9l W& 30.5 uW hen , A 2
=90 pWoem oA Al lux] W 253 pW hoon 2 RoJF:, o= olde] BmE A4E wHANAE B
g D55 =& gteld. ®Ed, = 109 ()Y Ay, 2EdH, w8, va, 338 2 2™ el 250.0
nA em” o AF WEAA 100 3 wHEFE7] S0 FFS-NFMCFS] 71414 A< Ho]F 3, o] FFS-NFMCF7} =
e fAdT WA SRR A 54 2 el

ole1dt FHAIYAIEH L && eSS HAES] 98 = 109 ()9 2ol 50 em9] o+t o AFd FHA
AE 3 & Az A7|A AR oA &= AE FHAINAEHE Uik 2dEH 22 A5 HA 99
Wy gole= (LED)E e & IS vekdla g, =3, &= 109 (D) 2ol AEH=2 d4ddE o8 79
FAANAE L Qg 4B BAZ A8 F 9SS FAT F A

B e, 4R AEG ] A9 gel AT Badfe 938 28 % a2 94 5 5
o] Al X] ii}% AF3AT. = 1104 YeRd ulel o], thEgAl Ao o3 vjxwE ZUhe} F-LFo 9
3 'SR ®mHol AA S 2He7]9 E‘Q%, vy A7) oles 2 JAME A ¥HS (pseudocapacitive

Kol

Holl Wz v 29 N-
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E3E E8ete A2, 47, 28421 ol gty FtE AVH B4R Q&5 Aes MAANE F A
o F-=olA HEH dE FaAHoR 8] A5 dajd Apolo] m&4Q dHHlAE &8sk, 21
& MolEE kAol qYE 4 k. o#d AYA aE ve o= FFS-NFMCF+= &34 v g7 &%, Hol
Aol 2 A H R oluA] 2 HoFa, FUMHe R, FFS-NFMCFE 2= = &l LED 59 ¥-%<
2 A A 7] sk A sl FE Ao E duA A Xl HAAF A& Tteds A+ .

Bouge Ax9 BA FF =23d vz g3 v MdS (FFS-NFMCF, nitrogen and fluorine co-doped
mesoporous carbon fibers)@ FA®E FFSE AASta, oo Y] sletd AFod Wi FH dAYoH

J'
(surface engineering) 2. & thaAd 24 2 o|dxt F& =3 AYA] a3E AT, Aoz 73HA
HAEE, 10.0 pA cn 9 AFE WEA 243.9 nF cm 9] =& MAA £ 250.0 pA cn 9 AR WL A
Zd 10,000 3] &< 91.3 %9 A &% FAEH 5 235 AolEFH HFAFE X
st4 AeS HoFEUh. FFS-NFMCFE AA A8 Al 9538 71A4 EX7 Hojd ehdAS B dojgE dxt

Aol 488 5 e,

O

o4z} o] HAdEo] H|E g AAde} T o AEEdot, siY vERokilA B AAE T
oz g1 ZARREYH gdst g E wgo] sheeith. dE 5o, AWE VeEe] AYd W o
2 #H2 FYEEAY, 2/ ddd P850 A W bgE duE 2% = 23IAY, g2
TH8A e d5E 9ty dAHAY Ay Ade Aot 949 F 3l a¥EE, g2 +3
5, g2 AAdE 2 EFHTEYS} #5% AEE F&3e ESATHYY Wl &)

=9

Ed]

(b) NH4F coating process (c) One-pot surface engineering process

H+H=H,
C+ 2H, = CH,
€+ NH = HCN

2C +2NH, = (CN), + 2H,

!

NH,F
coated CF

(d) N and F co-doped
: mesoporous carbon fiber
¥ YR (FFS-NFMCF)

Multi active site

(a) Carbon fiber (CF)

Flat surface

Nitrogen @ Fluorine

(g) Flexible fibrous (f) Twisted fiber (e) Gel-electrolyte
supercapacitors as the Z shape coated FFS-NFMCF

_16_
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=92
FFS-CF = N
Active area =il b
FFS-ACF
g area FFS-NFMCF /
—_— e ode
Uz VI D 2
) U 0
=93
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RVl
owl@ | _[® A
< 5|/ \ FFS-NFMCF
2\1 80 ‘ti tl \A'“\-._._ﬂm_we“wﬁ___w_ﬁ_,
£ o 2
‘S 404 2
= - FFS-CF 9 FFS-CF
FFS-ACF c
04 ——FFS-NFMCF A
200 300 400 500 600 700 800 900 10 20 30 40 50 60 70 80
Temperature (°C) 20(degree)
E150 G band
5] @) o c®
:cn125- P RRRR B S PN A o
£ P o © /i N/ | \FFS-NFMCF
5100 ~ 8 A \_
O o7 >‘ st pO—
g 754 5’ b
= é )
g 504 3 ——FFS-CF c
o ; FFS-ACF 9
g 259 | - FFS-NFMCF| £
3 Lsnunagasagageger® —t ‘. :
< 0.0 0.? 0.4 0.6 0.8 1.0 1000 1200 1400 1600 18001 2000
Relative pressure (P/P,) Raman Shift (cm™)
=85
(@) [FFs-NFMCF] c1s| (b) [FrsNFMcF] N1s| (C) [[FFs-NFMCF] Fis
oK Semi-ionic C-F
) [ s S S
© [FFS-ACF] © ©
7} ? ) 7]
c e c 8 c
G [t = S
= [FFS-CF] co cc = <
S § S_—
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