ZIHSd 10-2019-0014758

(19) thgt?l=53] % (KR) (11) FANE  10-2019-0014758
(12) F7/ME3FE(A) (43) FAYLA 2019402913
(51) A5 EF(Int. Cl.) (71) &<
BO1J 37/00 (2006.01) B01J 31/12 (2006.01) JAdstw Aty
B01J 37/02 (2006.01) AHFAN AT olFEmE 119 (£5
(52) CPCESEH (72) &gz}
BO1J 37/0018 (2013.01) oz

B01J 31/12 (2013.01)

ARBAA A5 7

(21) %%ﬂi 10-2017-0098630 2102-1704 (£5%, 4% ©AF nb~E 3 21BL)
(22) =44# 2017308€03Y ulg 9]
] % ] -
HAP T A 20171308039 A7E HAA RHE36UD 37, 1015 30235
o5, EdvoluE)
(74) "ig<l
934, HlE
AA A4 0 F 12 F
(54) el WA A7|gsr ] 2 1 Az Wd
(57) & <
A7lske Eu) L Az el ATEh Arske Svjel Az PHe F% z=Y
TERAE FEE WA, A B4 E2IAS A oy 2% 27 724 YR g
T2A Y GA 2 3] 55 23 FERAE EAgEt 55 29d FuE
O F =- %1
ALE '
=25 ZE20g 4A& %Z.,_“I—HE\};S;S E:T’)? F| AEH AAE 5110
O iz tsi0l, 54 ZaTE kN Bl S10
A7 2% 2202 ?Eﬂ}%a%sgi:m 2% Z20I8 SHE | —s130

HlAJol ] 227404 55,



ZIHSd 10-2019-0014758

(52) CPCES|EF
BO1J 37/0201 (2013.01)

HA LFHS 2013R1A1A1058839
=S|
[e]

54 v 2 2 )5k

Al dE T (A = AT A

ATFAFA A2 A AR LAY

A7 A -7 e EAE o] &3 MEE A7IsteEu) Aj=q s
7l o & 1/1

FH7H st Abehg e

AF713E 2013.11.01 ~ 2016.10.31




10-2019-0014758

ol

=

=

|

el
=)

g Al Al

FrHY
ATE 1

K
<
<4
™
)
B

qr
pjat

o ghefAl,

2

A%

—
)

=
MR

23]

B

B

o $hefA,

2y

2T% 3

A1

M
Aqr

M
Adr

o glejAl,

s

AT 4

A3

Hi

A vl A

o

.

VS
™

40]

sPA7)E @AM, B7] tiAl Sl A Ee AAEE Ae E

o $hejA,

&

A3 5
A7 6

A4



10-2019-0014758

ol

=

=

H

e
=)

o ghefA,

2

A%

N

T

23]

7o

=0

UERE

o ghefA,

2y

A3 7

A1

iy
o

M
dr

o ghefAl,

2

AT 8

Al

REES

3 =
-1

718}

23]

2y

AT% 9

A1

o
oA
o
el
0SS

B|A)
L

=0

o] Az

3 =
==

713}

)

AT 10

I
i

=%
M

B

B

Hi

4k (oxygen

Az Bl

L

s B

L=

Wk (hydrogen evolution reaction)

Ay

o

F€N4, CON,1 5‘—:."5_‘ CUNq

L

.

gl

=

=

=

)

5

o $hefA,
o ghefAl,

b

[e]
1

[}

&
3
reduction reaction)
ugel dr
7l & & of

AT 11
#10
AT 12
A110

N

v 2 2 Al

3k
o}

B oage A7

[0001]

23]

4r
ikt

k)
Ho

Hl 4 7] &

N

dr
pjat

o]
W

Hlo
=

e
—_
jang

[0002]



10-2019-0014758

ol

=

=

H

i
=)

AR WA ok, A3

wpeba], 2o

[0003]

i~ - Ho =
e mﬂ o LS w
v — _ e E 1
Ihl i w B T T B i < A = ]
o 4 M B M — mjp W = 1l X =
el o W K o (Mo do N Nz o} ofp
oW ~ ar o = " ) W_ 70 - o= 3 = A
= 0w EOE Oy = = 4 THR T 50T o
e = ~ ay = N N TR i do v el Hi T ik SO
o T — ) X v Yooh — @ ww G M FooH
wB = ¥ ¥y O3 R re oo s ® 4 X
= X ) 0 = o5 = ~ " [
< i 5 o m% - A mw p A uwm o w = & il O
= o ol o S - oA <E = T do HM Ho Ho iy . ) i o
2 A E IH N _%% L i = O] T = Y ﬂ Hﬁ =~
_ — a 70 oY B oo I W SR _do X W 7 o
a w,__ et wm e Ry B T H oA = T - ) LI
ot _ _ S = &g Y e w2 J
| o} —_ = = <] e o T Ar )
T ™ _ = X W P el T )l - e = i o
Y o X r o K R 1) T X
ze < by r — wo dr T A o T = o o — No fo
%o G ~ X q 4 2o AT orn —He w I = 3
& - < T N b o M 2o L= e <0 3 S
PTI ) z oo D o il T Ay P 2 ™ 2 PR
Y X = o2 = x ¥ o 2 e o = Al < ~ SR
ﬂﬁ ﬂl - o ﬁo o X B KN E o) — o X N ri ,i
4= = o = Mo 5 o y o TR ki = 4 ) i -
e = ® W ™ = T o irnaw o= z° s 8
N = w G @ NN 3 M Mg B ot < 1r i i & o Ho ° <
— = = - ~ - .
e 4 R N2 g $Fw EA 4 4Ty M
= N A . oW x ) R = o N A F < I o
TR g 2 F ¥ 7 s end wEmrE %R e 3004 A
Moy Big 3 = ) A © 5 w X M = — 4
= H Ho N E) - %0 g N W <] i Lo e N ~ =
N ,_MH X X " ~ B ,ﬁ — ) JD __Mrvu Jl ﬁi A )
o 3 X - _r G AR Bk i = T o ™ In Mg
R " Mrm g ~ N G C _L O B mm Ny ] i L
T 5 - ~ n W W W CTRC "W A A E o T UL me R
= o A _ w © v T o 4 B T = 4 T
FEG ¥ Fow w2 s agn® Yogow A S )
s i ] — 0 ~ ~
4 o ooy | N R e T % B Boom |
| X o LF gy ) = ® M <0 p(sgelii Mpr B - 1 ) d,M 70 i
3 —_— o pi ! - _ = oz
. STl g e $o TH VIR il S
= e - 2 = _ )
T = N X% O FeT bk 171;1%@ s T
i - 7.# o o Lﬂ W_ B 3 o g A N s e Uo N N
! N 0 o o i ﬂVL il B w £ e e A ™ F <0 n ~5 N 2o
W T ao .y BN 5= Ok L dp X B X
= N R = % N @ T oEw ww L@ 3y Y i mﬂ pE e g )
X - — 0 _ [ .S ! ™ — K " ]
== z2 ¥ _;_ormo% ooﬂﬂﬂﬂrw M@ T = 1ﬁ|im.ﬂ m.WW %wym ) mﬂmﬂ
o Lo B R Py B 2 % 2 L Th =i _ Tz H 5z H T E3
T TN o G ool 2 A - P T e T | " = & 2 W ) P o= W = wm =3
N O M S TE TF T &
oo <~ U il = < — = T 3 = T
s W o2 3 o N <W T = il ol il T w® < A
X ouguaumﬁﬁﬂ < Aeﬁ_ﬁxu Nex uﬂaﬂﬂ
S — LS S I mﬁv - B Wy <0
m W W - o= _ ro T R = B o
=) = m S 2 s =
[ S = S s 3 & —
[mm s 5§ g ¢g
[ s & s £ £ 2
[ = g 8



10-2019-0014758

ol

=

=

H

el
=)

171 €

238

93]

=

=

[0020] 371 A1%A 7

[0019]
[0021]

CoNy B+ CuN, = ©f

UH “1_:‘ FeN4 ,

=
=

k)

EEEE!

[0022]

B
e

A} Wk (hydrogen evolution reaction) HE&

13
=]

B

[0023]

It

o

P
-

fe1g
=

S 3z
= -

al

A

7 k=
whel A

[e]
=
-

=

3}
of

HF-S-(oxygen reduction reaction)
7]}

yigel a3y

piul

¢

¥

[0024]

ToR
23
el
™
iz)

=
r

& 9w,

Py

O/

[ 54

=@ 7e

4
T
<
7
mﬂ

—_—
o

k.

e} Az WS A

=
hl

Al el wE x7]5}8)
Al el wE x7]5}8)
of Ag o 1ol w

A)
=

[0025]

el Az WS A

=
=

A)
=

)

P

X
s

ol
)

4

4 AIfolrt.

=

=

A ¢} PXRD

o}

=i}
=

H

4r
it

Ho

=
pu

o] A o 20 w

g
4 Aot}

T

il

=]

=

=

©] PXRD

=i
=

H

qr
it

Ho

2 o

o] A o 20 w

ks
o] 71& A7) 54 Adoltt,

T

il

=]

=i
=

H

i
it

Ho

2 o

o] A o 20 w

e

X
s

o))
©

1A

4 Axfoltt,

=

v o] PXRD 5

=
bl

1
S}

<

A 7]8}

o) A9 o 4o w

K

=13
=

=
Zpolet,

o))
o0

1A

ojt}.

3L

=

4 Axfoltt,
gk e

7

=

4 Axfoltt,

7]

=

A% o 5o w}

oL

A o 20 ut
o

wlox

wj o] HAADF-STEM % elemental mapping ©]®]*]o]t}.

o,

o] TEM ol m =] o]t
e} 7]

ol

] XPS

=

=

=
=
=
=
=
=
=
=
=
=

5}
-
5}
l
5}
-
5}
h

17) 3} 8}
Al SEM ol wl A o] o}
0715}
1715}
1715}
REL
1715}

p—.
p—
-

?_

Aot}



10-2019-0014758

ol

=

=

o

i
=)

& 22 2 FEY  BmE TREN® L PET K T
Gl i e [ pa i R T T AT ) o e
= < < < oo e <0 B o T o = 7 A U O ok
i W ow g W BEE g sxFPae g™ ® Iy
T - = = £ 3% 2t Ay weh oL FNw om ~
— [ —_— N o ~
» N Nd N AV B T T L < o 4 B R - o
< e - M B T X = N ® W o . BE N o .
] T T T ) mK ﬂw Moo x i T T m %o H X of N M
= wmeoom oW ] LT TE peTIa Fas o °
) O = i o~ 0
| ) 4 4 mr L ‘ﬂ|r = M oy 2 ey = 2] ,Ela © " T
. A4r r oF o oR mh o of & X e o) ~X
Mo T T DR R O L ) & o o @ow g w <
& = = w T~ Moo N o = BT e
s Al g I O B AR R B c) ®
Me o (2 Ho Ho Ho o Bo O ~ T < o Jl T T (e o
wh o= 58 s T 707 T X aPT LB e ra g dd Ty
C . T 0 vl 7o o ~
TL.T s £ S F Forow BB ONo oy o % FREE ST <% o8 f =4 W
s T 22T er =T T N3 =T LR xiTEe g o mo
A T T R < B = = X W Zo WU X T L LT L
- = g8 w T T T B - CuA mitw e ET L P X i )
T 5 o LT s W o b B o oo toH T Lw
b o= o =14 g i il Y J WL %K Y B o
pe T EE FRERT T T - B AR = o T M Bl ﬂ TRw o x e How =
~ ) ) Iy ~X N £ = 0 o z X . L
dE g 3 5 . THITE 2 om oW T E R ow o x Ky o =
L E 2 2 50 s - v g T 25 W M Hom 2% ¥ o= FRowW NE M
e T W R S S W S W S S Ba® wAY el hR o5, 7 <
(GOl = = = = = = =1 = = = = = = ! o~ o K V =0 —o © o
™ =} =} =} H H Al B B ] El ] El X Ao AR %0 of W o= o T = X® xo Ho T o
R L B =5 L Tau®  HTTE w i
v o owow owow Ty W W W ow oW T Ko MM ol W MM W T EWL BT L
By Bm B A BB TEE B OBy HBEBEBE  ge? PITT g =TT P %
NEON NN NN RN N RNy N2 N RN N PaE LT d TR N g® o )
! e B3 — 63 ML ¥ oo ow W —_ . == ° 9 u,uu WT _ﬁ = = mm % % JJ N
— —_— I o oK
T T N F T v F T N w ,wL 1) ot N 1/ ' NI K A = ) N ﬂ W wm = % M A o] ~ ‘o %o Mﬂ K — 0 n
¥FT ¥ T W OFOF ¥ ¥ ¥ T I B N = ° K T TS 2= 5 X o k mm )
o e = e = = = = = - . = _ _ _ = - ™~ 7o) oz ~ oo
SE T TITTITEITLN,ERITETETCTE REec, 45 ZgsaeE Ieal B F
= —_ a ey X .~ X =
T, T T T T T T T INTE TSI 755w :;M%moww dwe @A:TWE% o X 5 o = T
T T e e e L LT crorr BegRTc b T ow CeTAY mLIT ® o _
T L S e BAT TN G ou W PR E ma
I G N M S N N N )< o e AINE g8 E T
2T 23 3T 23T Il IsTIIE DEcEC Try TuPTERERIiAl
S B e T T T T R T W R S Ry RO NN LR o~ = 2 T B
Ay = Fr Px BPEE ey I X g Wy e 2% e
R T T T S I T T T S U T e KA ] % _ M me TR oL =B 2
o fim o A e o mp oy o o o oy B = T OWR Dk F TRNE 0B mmc
> X > Qo ¢ R Y Ry S T R DI R T o B I S T T % LA o}
- = & 2 & & QA N N N N ® ™ Bo X TR B T PWABT TN TN P i =
M H MW H H W W H H HT HT HFT MW oMW o H W5 R WA BT B ool T AT BB X O B oW H

[0026]
[0027]
[0028]
[0029]
[0030]
[0032]



10-2019-0014758

5

=

=

N

i
=)

J 222(120)7} ZH) " TH(S110).

A

=

gulel galE 3% z=vd &

L

L

)

g8 22(110)

=

)

238 224(110)= Fe-TCPPY 4 9T},

[0033]
[0034]
[0035]

X oo A= PR T TS T iy Mo 4 NN AW A ®" Ho 4r = B »OR -
G+ o T WOEN — - = - N = GOl RS R M oN i = U T
4 INER S| T o5 = 0 Cy = B — ) o ) CES
) ;ondl TR0 X o W N ﬂmﬂ N SN Nd i N ajo N
nl Mo ook 2§ T Al Bl S SR RT TR T TR o4 s A
# ot T T =00 %0 < B S Ao W e o A
o © F A s /T . r g W
W R E NI .G = N a e — & 7
A Roddy Lo B o4 4w mUEIIEWm ggoR =1 < M
By B TS e ma Booom Ay e T T RS T
) = R SO - nl . = N _ A : it I
N 4 mi .,ou_,zni K] KRR ! T ﬂzM:u S MEoﬂovﬂAl:u o K| 3+ goﬂ_ﬂ_q WO
0 = ~ — — .o
T Tg LRl Tr g o, 05 Ve umo%@wﬂ_ﬁar%im NEd 25 F
© o~ &.o = ~ R Nro N o a Lt :U ‘ot io ,C - =% _ io — " o) S = — B Wi -~
° 2 s Mo N o EI N e O AN P m2o o AME
™ 3 & = o LT M 2 = o W = B OE TQL¥% SO X
/ o T W MR % W T ORFE_XTodx T om T o A )
A e mE g X 1k 4 %o MRS T Y L oog do A N G
TE HE ©hm Pt o o= ok A EduwR S Ty o Mow
P L L8R w2 T o 3 WS esSga X PrE T Lo
T = S S . du.é.uzozo SN > T 3 TIEE 2R T AT B o
< - ﬂl%ﬁdrﬂ.% F = Q Mo = mE o o o~ BN w2
¢2 FEFRET U ® By R 0§ T LSS TFHLN Ton MRE S _f
— — o —_ = ~~
L S T T w4 D < N 4 N I I TR A v =8 _
G B I " W e o %o CUmg PN o i = Z N
SE& S=w ZFP5 o . w9 T G 7o A Tl o W J W %
Y= 8§~ 9 M T N\ 9 " X b —mh B ™o N — A <
= 2SS P SEXNTgooo S N PR o e T 8 3R = i
E 5 @~ = k= = =0 - B AT T il — < n =l ~ XTI o o ~o X o fns!
mw, J® 2 ,@\A R T ,@\ e uwii duﬂﬂmmaﬁ,_m} ué;uw” 5 B = o
= m i Z,_ % gl G Ee i~ T . _ ﬁi 2 m 0 A.:. S \_V/ ~ - R - K EM ﬁi ~q
S O A C] N _— g 4 TN n =3 Ko X oM S <
S T B rarax® T oo M THG T Mg AEGE Aot gk d Mr g
= 4 NN %A._ WE do fr T q o) S ﬁ 4r = = T &R ~ & 7 = ) el =3 r A T W
~: OW [ e — '~ L AT 3 i_u — ,C "~ Lt — N ~u
o - ) KO o T4 Nz NBIN = = Z %o _ B = HTR o B
=] lig e o To oR <0 - =0 ° = = = i N Ey N GO
= 3 T XX o I L] =0 g oS R L = _ |
Sg TS oo Mooy TR A4 P Mo o RUROT o™ S 4
B S T o A= X T ° ~ N 5 o o A £
= Huome 2 My o " < M Ho o SH} =P - 2o = " -0 — L
W,_ < _Mﬂﬁ oW e " 9| o mﬂﬂwgﬂo - X T EEE T 5 Ma i S 4
po Ry T mE 4 ¢ e pR oBrg T PRme Yo mwgm
=4 :uﬁﬂ%mﬂ@@%ﬂ =N e T N T Eﬁm% B o P A#Mmqﬂmﬂioma aawmﬂ
- " - ) oo g . ) o
PEeiTsuzsBuler e T ML DTigetep FELR IS <03
Shvrl Ppewmwit YOO W.%mmm,a%woﬂﬁﬁﬂéﬂ R R -
N - S = = U N S S S S I S
FECIEON N R %0 o)) g N S8 %o NN o e Ho o S S
B2 X gR W o, &R Jz =0T CSsxgx”TR®YE W —F W S F N
U okl Med oW R 4T T wel 2w _w_o L. Me® fET
T & ﬁq:u =E _Tw X T BT g BN B LA L R MmN 4w oo
=3 U¥ ez okl X P mw 2R NN Wi UK g2 TR Tl
TSl PERITH TR LM CUE TNt p P ieBat PREL wUR o0
— % T T B OLRR — T Mo =03 % _ooxoémoww &= = S e A
X E TNT T <] o I - = N = ﬂﬂnﬂ}g_oau_/ﬂ 1r1_v7i Zo = S o
D S PO P R ] T + I3 oy o NN g - T FRE MRS
- 8 % CETH _TERN - W T e = xv3s = #HSEwd S = o I or K X
o W R = oo < <0 gl =z S S F oo BN W T E) - & " -
-9l T o o M CC N N T Tz 4 Z 0 mZ Ao XN ~ M
T PR W ET RAEEL oA WA N oA R M AN K] %G of TR T
) = 5% & ) = ) = T 7
S fsa) S IS < < = < < <
g g g & & & g g g g

=
T

SEE

[e=]
=

TZA(130)+= A9 FHZ(quartz tube furnace)olA

[0046]



10-2019-0014758

5

=

=

H

)
=)

u) (140) 7} A%= % o},

=

=

EE

[0047]

—_L
=

I

7

o)

TZA 212002 WE 7T oeR

A

Hu
A

A FEA 2212009 FF7F AR HAY B

3L
=

A

—_L
=

)

Iy A2(110)7F

=

ey
A

L

L

A FZA 22~(120)

2~ S
= =

_
A

i (140) 2 7] o

=
b

)

EE

2]

UH(140)’E FeNq, CON/1 T CUN/1

=
=

EE

[0048]

taL,

<

o] 10mLol
& =4 F2A A2 160mgs H7Y

A

S

H]

k3L, 10094 12413 &<k Azste] A8 o 3

=
RN
S

J

Pz
&S

W) dk-S-(hydrogen evolution reaction) H& 4k

=

=

= et

=

UH(14O)’E‘ FeN4, CON/1 BE’E‘ CUN/1
[si3

|2 DMF

v 74

=

tol, DMF= Al = A

8,

[e)

=

S

o

Sk

CIEA S
o
]

},

=
RS

A=}
Rl

A
Al

=

4

+

s,

[<)

=

=

3haL

=

gul

Pt

[<)

|

b R

222 Fe-TCPP
o

25.0mg(0.0248mmo1)°] &3
850l A1 30+

TRA XS FH

o

-5-(oxygen reduction reaction)
=

-

bl
EE
2
d 1ol u}
oA 5AIZE B

o
3L
=

)

=
e}

COgC BE’E‘ CU3C %‘ C«]

PCN-333(Fe)

=N
e
A3

e
—_L
=

A

[0049]
[0051]
[0052]
[0054]
[0055]
[0057]
[0058]

32
o

N

=
=

A

N

™
iz)
B

A4
jat

[N

toll A <

[<)

Eol & &L 3/minlE olE B

T

Zt

T2A A2E 700004 44

njo] A%,

=

=

3}
of

4713t

of 4ol uw}

h=

2] &)

Eias!

15

=

|

A o 1o wh
A8 o 39 u}

AH

[0060]
[0061]
[0063]
[0064]
[0066]
[0067]

R

H
gl

18

o
R84

3Fe] 85ColA 8AZHE

7}s

J

%
h=4

0.1M Z4tel %

=

=

ufo] A%,
&uH

=

=

=

3}
of

o 6 w x7]s}
AA o 1ol wE 7] s}t

= 11

A&

[0069]
[0070]



10-2019-0014758

1>l HER AT

5

=
3
It

=

H

i
=)

se] ole <
o}

[<)

=
1

>4

il

HAl el
el |l Fe-TCPP

o

%oﬂ

Fe-TCPP =

ARE
Fe-TCPP
PCN-333(Fe) A2
Fe-TCPP %A
4 ¥3E Fe-TCPP
o E3jE PCN-333(Fe)

=] WS e
[e=]
=14

=i
=

Az

>4

[e)

Q. o

o

A7A
Fe-TCPP

A o 1e
PCN-333(Fe)
Fe-TCPP
PCN-333(Fe) A2
Fe-TCPP
PCN-333(Fe) A2
Fe-TCPP T-%A
Fe-TCPP_Zuj

=i
=

A3 4 1
g o 2
A3 o 3
AE o 4
A o 5
A d 1
A% o 6

[0072]
[0073]

=K

o))

[0075]

4 Adela, =

=

=

za3d Fx49 PXRD

Y
X

o 3o W =%

%4 Asfolt,

=
=

& FzA 2 PXRD

=

ey
A

-1

2 999cm oA Fe-N¢

Al
-1

TFZAY] ~FAEHE 999cm oA Fe-Ne| vibration

of 1ol ut

=
vibration bandZ ziL,

A&
band& Zt+=

[0076]
[0077]

o

F-ZA 7}

w
B
il
=]
A4

A4

I
A4

ofell met,

[0078]

el

I

)

o 3o u}

A3

TEA s H

A A7} referenceZM PON-333(Fe) ] PXRD sHel S 8¢

[0079]

=

=

2] PXRD(Powder X-ray diffraction)

2]

2 FxA 229 PXRD ey, A

ar
=

A4

—_L
=

A

3

e v

o 20 u}
PXRD 3|12}, reference®] PXRD #&lo] A

A%

[0080]

F-ZA 7}

™
)

=]
A4

I
A4

[0081]

M
dr

X
il
<+
M

K

M

ojet Zel,

[0082]

el

Il

o 3ol u}

h=4

2] &)

=1]
=

A FRA s

2
=R

A

o 20 me v

[0084]

N
23]

il
Lo

[0085]

TERAL] W Tlee] A7 #Q

™

15
)

TEAEG WE 7)o |

_10_

h=4

2] &)

[0086]



10-2019-0014758

5

=

-

M

=
o

T

(
dv(r))e] 33, 712 A7)(
width)

2
2)

B
S
%ﬁ Gu3 :m v ——
R w %dur
) o3 o w W B
© io ‘mﬂ.l ‘ml B o
2 FT.on e B ¢ 3
= O = B = Y =8 o4
[22) ‘Ul Et = q Wi .ﬁ = \n‘/_ Jl S 5.0 .:- ot
T e vz ¥ ox T = G i BoE
3 - BY i, - 2% Bk 22E 2%
R ! e = M S 38 ! Sy
e M &5 M_ o T 2 g g . B ﬂm o E@ Wn;u o "
- T o IR i o A T Bo= N W - o
& o~ 5 iy b o M ~ ok < o = —~ )Xo ~o
w Jﬁoo 7 D oy b no m)% = > o ia«w L X ~ = Ho iﬁmmﬁ o
q 7 RN Z S-S S mE g S = o - 2
4 ﬂzn_M <)) JJo M AT i a m MO S Z i ) 2 ﬂﬂ@ — ° ﬂ_m w 3, dl MM I wmﬁ. at %
b g Y Som R y T - X g - o YW 7T
~ W qﬁaﬂllﬂ o B Sqg M = o Yy:t ET Sk T =
X 4 T o (s % %° o = AT ) Wm% T TE ° > 8 = T o 'S
I TE o B sg T Z o X e B =F3 RS ¢ T 8
T o W ey DIRGLU~ g .M qro W= 82— = o & T M w = S
el EUW ﬂuﬂﬁ_ﬁm wﬂer L ® Daﬂ (o\aﬂ_.yg Ay R < A,_ﬁﬂu_x JME meﬂd. ]ﬁ_._,T ! W=
~ o S - =
¢ = w R 2 E Hre 27 I B VAR s & A T
= i &N = W ) 2 W < & ji¥ = <V o A
B © 0 = = — = n B P L qx = 7 4 oo
o T é% muww_wz w 2 T E o XX o P ) fo o B _Z i T o d;ﬁmi (MTTt
Mo o5 L d4 T mom __mﬁ» w T o B E o = W T o 0 T Ay
i phw JYE Mo o TeE N W L ] pE 2o om
oo F 4 3 > r3 wa L ® Mo r T ! - Ty
o, E oy R 5 B o C By T Nd 2 g T g
. L o= R =R N am =3 & T o S wT CeT  mE N
T¥ 2 TEn e aw g T 5T Z o o 22 i 2=
o oo i L = L% . ﬂ4._Ej ﬂme 5 JE_] L ﬂ:lm MHMA# T A =
T g M g T X w My g i S oA o = e = 3 o G\ g
- J— < { g ~ % 0 N = .
ol - R n_e,m.‘_ﬂnﬂ B e = 0 < - = B F o U Mo =T T T zﬂoeo
—- X i) i h 4ﬂP I - — = fo
Vg T STE TG B L e R ¥ T o % Ry = A S
= w W Ewg Ro N fo RO o g .@qu W T 5 o o ) )
T o %@%éﬂ%ﬁ. ® g X ol TE ;¥ LTl TR iy I 2 T
ML bt © o mOﬂmuﬂr Ll w W Wmﬂeg s wmo mmMH ﬂi mwmmwﬁ. iwwmn S
mxmm w B %WM WMMMMM Ty % E@M = _mﬁmm L & U e M%M %W%
pex —_ i~ T o= - 2 B T < = _ % _
WA %ﬂ Ehni E%E%LT - & EP = S ~ o o M XWQ dmm ﬂ%%% ICH o4
| R Lo R = M o =0 9 N 8 8 o o W e o] =N O ﬁﬁer iy
) m%aa w%% Miﬂ% Md wmwm ;wm%m ﬂﬂ ~ 5 T mo Na%m ?ﬂﬁ% zedr.mﬂ o
o T = il ™ <R s & 88 2% o = e o Ty ¥ on
K K —_ T il = o WA o i ) _ i ) N =
Mo w2 O o= ORI B Mo X ~h 2R mE i %o xS
sh 2% 78 5 omn ez T 5 ¥FS G T L N 7 oF % N
W D SR W Eg fin % 2 Y W o= B i T W = o g " kg o 3R pEE
5% w4 S &) = L 5 VT = 5 s Sy . My e p =T .
IR RIaELLL AR LES sz F 23 TRt St e
— — _ - [ o= E — _ {
crzilan % i TiEIEg SR N1 i1 223
dll] — = K n AN 0 ~0o
L Eé. ~ g ST S S TR e w7 —x Y Mo o
& —_ AR =< & T W T o X ido WW%] S moE T g
= & ~ £ RO s »E X ey BB = " o= W " o] Hogo
S & E = = EE2 IR VE T A S oM T K =
=3 S g =alc 0 oy Wy ﬂdrﬂ? M F Moo =
3, = - T = o b2 Jmp R Qﬂmdr nT e
w w e " E mw ;Mﬁ ,.Hmﬂ N Wi 12 " _%n o MM o_a = o)
w 2 z g NS D 3R
[ g 2 - N = T
[ S N R
=) 2 =
= 2 =
S S -
= S —
S, e
S

"



[0103]

[0104]

[0106]

[0107]
[0108]

[0109]

[0110]

[0112]

[0113]

[0114]

[0115]

[0116]

[0117]

[0118]

[0119]

[0120]

[0121]

SIHS3 10-2019-0014758

Zb= FesC9l (210) planed sllE=w, U A7 vl Z(outer layer) 0.34nm +A 9] (002) AA &F4&
zb= graphited] g},

118 #ZxEW, ® 119 (AHE AA 4 149 w2 @738t Zujo] HAADF(High-angle annular dar-field)-
STEM olwx]o]lar, = 119 (B)E AA] o 1o wE H7]13}8 Zuje] C(carbon)el ™3+ elemental mapping ©]v]
Aolal, &= 119 (O)= AA o 1o W& A7]3}8t Zufe N(nitrogen)ol W3+ elemental mapping ©]"]*|o]aL
T 119 (D& AA o 1o we A7|ste v Fe(iron)ol w3t elemental mapping ©]F]A]e]™, = 119
(A) WA D)+ sdgt AAAA S4=At.

AL o 1o wE 718kt Sl dA ool 23 €, N B Ferb a2 ExEo] Qlrk. ofd] uwheh, A 4
Lo whE A718ket Sul=, Fe-N-C vl &4 F-915 Zevs Zo] dHUdT.

= 19 1348t Zrjo) 7] 7] 4 AFolx, E 13 B owwe] Ax] o 1
of w2 Hr|etsl Fuje] A Fa g B Lol

18]
ol
{0
i
>
2
=
2
B
il
N
2wy

T 13& i, BT AdEelA AA] o 14 wE d7gst e da FF E g FIE a4
ATt
AAL o 1o w2 W78 FHule 2 9 23 o]y d 4 (hysteresis)e] & 48 IV 524 (isotherm)S 74

= =
®, EWAol 105m/golal, ool weh, AA o 1o wE At e gEy F2E 2 Ae I 5

E 4T B 3ge) A o 1o wE #7|Eet Seje] gt B3] FA Ayolal, L 15 £ @] A4 o
A71sker Sl 8 Ad o 5ol W thed 5E =4 72 XPS

T 145 Fxshd, AA o 19 w2 #A7)8kst Zujjo] #uk(Raman) A~HEFS 918 4 9l
2] o 1o] w2 W7)5e == 1344em oA D MEE zri 1587cm o)Al G WIEE ZEi1. 2686em oAl 2D

Mes zhi, 2930cm oA DD’ M= ZHAH, G M=9 D M=9] intensity B&(I/I)S 1.1572 A9

(motlon)o} —‘T_‘ 7H9] Bt 9AA 7} Zb= vibration B
A},

webd, A4 o Lo he Arlshel Set BAe wa paS 2 2w A

=
= 109 (B)E #=xshe dye A} gol, graphlte TS 7HAT Y&S & 5 Q).

o<

T
AF o 5o & tFA FE 4 F2AE= 398.5eVolA] pyridinic-Ne 332 E 231, 400.4eVoll Al pyrrolic-
Ne] J93E& zrar, 401.3eVollA] graphitic-Ng| 33 & zte=t),
AN o 10 & A7) 38 ZujE= 398.5eVol A pyridinic-Ne] H IS zki, 399.6eVol A metal-coordinated N
o] I35 zbal, 400.4eVolA pyrrolic-No| 33 = zbar, 401.3eVoll A graphitic-Neo| I I & zre=t).

Ad o 5o WE UTA % TF FERANAE FHEA oHvur ] o 1] W2 @788 ZujojA= =
AL = metal-coordinated N I+ Fe-N,olA &A% +&= 93 25 Y23 o3 FAETgE RS & 5
AT},
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whebA, AA] e 1o mE H715ke Fvl= Fe-N,, TAIAS®, FeN, 28715

of whek, HAl o 1o wE Wr|sst FHvjo] Zvf o] FHE AL & T

b

?‘51—5].31‘ Fe_NX 79;%.7]% Ereineis

h=4 A=En =
=

s

= 16

e

ol A9 of goll w2 M7 FHule XPS S Aol
T 165 xsid, A3 o 60 w2 W7]8kst vl XPS ~FEHS AT F

A o 6ol wE A7I8E Fule, &= 165 FEste] AwE AAl o 1o wE 7])8kst Fuljel nlulsko],
metal-coordinated N ¥ A7} 7+43% Aoz A=},

webA, AE o 6o W& @7)13k8t vl AF A (acid leaching)ol] ¢l& Fe-N,, =, FeN, Z&7]7F 43 A
A" A& & F Ut

17 2 8ge] AA) o 1o W dv)sket S, A9 o 4ol whE FE x29R, A9 o 5o w0y
2% 24 7AW A9 ¢ 60 ohE 4718 Sule] LSV 4 Aveln, E 18 E wye] Ad o 6o
w2 A7)8ke Zvje] PXRD 574 Axjolt},

w17E s, A o 1ol whe dr)set S, A9 o 4ol e g% x=dd, A9 ¢ 5o w2 vy
4 5% 24 T2A 2 A9 o 6 wE A/8 Svhe] LSV(linear sweep voltammetry) A% E3)

ORR(oxygen reduction reaction) &S &<2ls}glt}.
LSV F4L& kA E3H(0,-saturated) ZFAolA 0.1IM KOH Asfd &AL o]&3dte] 5 mV/s= =085,

referenceZM 20wt% =2 Pt/C & AM&3}St).

=
& oEy 35 B4 TEAY R 2H0) A WAz
]

T 188 HzIW, T 78 FAz3le] AdE A o 19 w2 Ar|stsr o)l vnste], A8 o 6o wE A
71818F Zulj= 4F Aol 93| Fe,L 84 F907F AAE AS & Aot

wrEhA], AA] o 1o wE H7Iskst Sujel o], 54 X 2yFle] A w5 =4 FRAY UFE 7Fdd 4
A=, Fe-Ny &4 F99 FesL 84 F2915 Esale A, d7Iste Hujo] RR &40 dEth= 3e ¢

+ 9.

T3, A o 1o w2 H7|Est Zuje] JhA] A9 (onset potential)E 0.916VE SAHEAL, vyt A9 (half-
wave potential)i 0.843Ve@ ZHAESH, Pt/C Suje] Wyl Z$= 0.810V2 SHFAJC. waba, 4714
A 271490 A, AA o 1o wE d7]|3}8 FHuj= Pt/C SRt o 53 ORR A4S 2= A4S & +
AT},

o] A o 1o mE W78k Feje) LSV F4 Adeli, T 202 E wge] A o 19 wE
ol o] LSV 57 Aafelnt.

T 198 FEshd, AA] o 1o wE 7]8kst Fulje] LSV 545 S35 Koutecky—LeVICh azs Rl 9l
th. Koutecky-Levich Z#jZ& F38f AA o 1o m& Hd7]stel Fujo] wbg F2s & 5 Ut

e
e T

= H
N
ot
)

AL o 1o wE H7)sket FHefe] LSV A2 400~2500rpm HAAIA FaAESATE. Koutecky-Levich 2= &
A Ad A A d(mass transfer limit potential region)olr] A@AHoz Moz Yelgtow, =zt
A& F(electron transfer number): 3}7] 4282 12 Ao ¥ Koutecky-Levich A2l 71871 (B)ZH-H
AskskiT.
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[0144]

[0145]

[0147]

[0148]

[0149]

[0150]

[0152]

[0153]

[0154]

[0155]
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84 1

B=0.62nFC,(D,)%/3v /6

(F= delde]l A47(96,485C/mol), Coi= AbAe] w&(1.2X10 mol/L) D= 0.1M KOH Z=z1ellA] AbAe] gt 7

—’F(1.9><1075cm/s), ve HslEe T =(kinetic viscosity))

32

= 208 xS, A3 o 1o wE A7|3Fe Zuje] LSV 48 53 Koutecky-Levich L Z S gelst 4=
. Koutecky-Levich Z#|ZE Z&) A& o 1o WS A7)3}8r oo W HAE2S & 5 9},

A3 o 1o wpE AH7|3tst Zujo] LSV S 400~2500rpm H AN A F333FA ). Koutecky-Levich Z#Z+= &
A A A de FFdA fg"éx—iii Adoz Yeiuton HA AG = A 84 12 AYH =
Koutecky-Levich WA 29 7]&7](B)2H-E Aststsitt.

L= Zooﬂ ALO]Q /\]—E(inset)é ilz—o—}_trd7 Al

] 1]
electron pathways wt&vta 7p4ge o Al 1% o] &
wEbA], AE o 1o mE 738 Fvl=, Fel Y=

electron pathway7} x}#]%tc}ar AdwE 4= i),

a2

w2 A7)3}e Zuje] Hyt n S 3.6 2, ORR®] four-
FrEo =),
Ao A HAYsH= ORRY YH-

fr

np A EhA] kS two-

521 B dwyo] AA] o 1o wE A7|stst Zujeo] LSV A4 ZAfolt),
S Fzstd, AA] o 19 W A7)13st Zufe}, ADTs(accelerated durability tests)Z 10,000cycle <=
Yot AA] o 1o wE A7|s}sr Eufe] LSV 2708 T3] ORR A& &<lstsit.
LSV 34L& abA E3H(0,-saturated) FZolA 0.1M KOH Hald &AL o] 83t 5 mV/s2 2832
referenceZ4, 20wt% 5522 Pt/C Znj¢}, ADTsE 10,000cycle 33 20wt%h 5522 Pt/C =& A3 ).
| o 1o @2 #7138t FuljE ADTso| 8 Fof whol A 97k 19mV 7hadh wbd | Pt/C Fvl= ADTs 5+
| 2l A7 42mV AEATE. webA], AA] o 14 mE d7]8kst Fel= Pt/C Sueh vluste], Fw) &

A48 (durability)e] B $58 A% & % vk,

1P

2
4 2
oX, ob

‘1-%

Lo

Aol }
= 228 gEshw, 44 o o] wE Ar1ske Sulel oV 42 Fe) OR B4 Hlsiely, = 238 Pxa)
W, A9 o 5ol WE ey F4 24 FEAS O 54 B OR AL s}

224 NHE /\U\] o 1o wE A58t Zufe] CV(cyclic voltammetry) 270 ZA3po]lar, &= 229 (B)+= ADTs
,0 A7)18lst Zuje] CV 21 Ayola, &= 238 AY o 5o wE A7
5 ] 2 oFA F45 T4 FERA OV 2 ﬁi}oh_, 24 A o 1o wE A7|ste Sulz) b A g

S
S
(e}
<
o
D
_‘
O::
%
il
>
2
=
2
=
r{m

CV 248, dAi F3(Nosaturated) 27 T+ A4 E3H0,-saturated) FdolA 0.1IM KOH dsfd NS o]

T 2291 (A), (B) ¥ = 23& #H=:sIH, AA o 1o mE AV|est Fuje} A o 5o mE Iy a5 =74
TFxAE AL 23 2794 Y (cathodic) FA7F SAHA v WA, kA X3 7oA = Y AR/}
SAEJY. FAFoR, A s 27 A, AA] o 1o mE AV]|EE Fvle AE o 59 E g3 =

=
& =74 FxARY Pee g va7t SAEA.
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weba, AAl o 1o WE A7)EE ZujE ADTs 10,000cycle o, Zuf @Ado] X& & (durability)oe] #38f
A gom, A o 1o wE [A7|gEr Eujel A o 5ol mE Iy 55 T4 TRAE §U14 AR
Z704 0RR 84, & A4 9 keSS mirfditts 2S 4 = At

5 245 sy, 23 o 69 w2 A7]|Fer 2uje A E3F AN Y dT3r AR = wbd, A
2 X3} ZANAME FY AF7 SAHEAG

T 25 odto] AA] o 1o mE H78E FHuje} AF dso] e I 55 4 FERA 2 A9 d 6
of w2 73t FHuje] = Fdoltt

T 255 Fzehd, AA] o 1o e AV]|sie Euje} A o 5o e v F5 F4 A 2 2F d 6
o W& H7|3}s Zwje] = =48 %3] HER(hydrogen evolution reaction) &S &<ls)

3l 2
W 32 pHo.19] 0.5M 3F Asd gdoA SAHA5L, reference®ZHA 20wth F=2 Pt/
A

AA o 10w d7)set Sviel HER $4e] Jbg 2 Aom 2ARAY. theow, 3% rEvug xgd
A eke A9 ol sl wE tEd 2% 24 padd HR @4 A WAz 2 oz =N,
3F
;

ARt ® Ak ARl AR o 60l mE W7)skel Fujo] HER &Ao] b A lem SAHA.

webd, A Asld 2elA, A o Lo e A718e Sujsh gol, B4 =
A9 % J1Fen AUHL, Fe-N, B R0} Fel B4 RO T 49, Wrlshe Svjo MR 24

A

< Aol 1ol wE A7]Ekes Sulel A9 o 5ol wE ved w5 =4 72A 2 AY o 6
o uh dﬂﬁ}i Fujo] Tafel ZAdolar, &= 272 & Lué—‘ﬂ AA o 1o whE A7|stsr Sujek AF o 50l
e ey 55 24 T2A % AR o 60 we 7188 Hofe] Nyquist FAdold

2

% 263 FxSE, A4 o 19 B2 A28 Sojs 4Y o 5ol mE 0By T 24 F2A LAY o 6
of We A715et Fole] Tafel FAL A 5 9

o1 2
n=blog j+a
(j£ AF U=, be tafel 71€7])

Pt/C w7} reference® AF&EH A oW, Pt/C Zuje] Tafel 7] &7]& 20mV/dec. 2 SAFHJ oW o]= oju] <y
2 o2 gy AdXFRT. AA o 1o] WE A7kt Zn)o] Tafel 7]&7]E 37mV/dec. 2 7}% s SAEHA
om AF o 5o WE UFA & T4 FEAY Tafel 71&71E 67nV/dec. & SAHYA, AH o 69 wE
A7138F Zuf o] Tafel 71&7]1E 132mV/dec. & 714 =4 SAHAT.

weka], 9714 AsA ZAA, Fel 84 5917F HER Zv] 46l sk FAdS Ay o 288 93
& e AdE S ol

E27E FEeh, & 240 (M= AA o 1o wmE A7|she ook dY o 5ol mE v 55 =4 X
A g AR o 6ol whE M7)sks Fuje] Nyquist FAola, = 249 (B)E = 249 ()9 0~-50Q WIE &
g Aot

AAL e 1o mE Ad7|stet Fuljel 2d o 5ol mE v 55 =4 72A R AP o 60 e dr)se
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Zvjo] AY AF(series resistance, RS BF ¢ 10Qo2 2AHrt. ey A3 o 69 w2 A 7)3sh
Zuje] A3} o]& A (charge transfer resistance, Rep) AA] o 1o W& 7|3}t Fujof wlawato] oF 5

v 2 Aew SAEJG. weps, HAE o 6o nhE dr]stel Huls AA] o 1o wkE dr]stel Svjel w

=

gtol, AlmellA dajdzol dst olse] ¥ &olatA SdEn= S & Uk

=26 2 =278 o, AA o 1o wE drset ool A o 5ol wE v 55 =4 F2A %
Ad o 6ol wE d7)sker Fufjell tiste], HMsh ols A g Tafel 71&719F frARE 43S Yehdls As
& T AT

&= 28 Ewe] AA o 1o whE A7|stet Sl A7 deld 23] = =4 H Tafel Aot

T 288 Fxshd, = 289 (A= A o 1o whE A7IsE Fuje] £5 Sdola, & 289 (B)= A4l o 1
of W A7|3}st Fuje] Tafel U2, &= 289 (A)olA F=3I3T.

B A3} pH149] 1M KOH Aaid gMola SAFAIL, reference@X 20wt%h 552 Pt/C ZvjS AL&3tth.
= 289 (ME Fxstd, AA d 1o wpg d7|stet Zuje] HER &A4do] Pt/C Fojo] HER &3} 248 fol&
Hol= S & g itk whebd, @71 dald e A, Al o 1o wke d7)sE e ge], 54 X2
ydol v w55 =4 FxAe uF Vlees AiEal, Fe-N, &4 F99F Fel 4 F98 Eddsh=
B9, 771848 FHvlo] HER &A¢] $Fairhes A & & Atk

= 289 (B)E #HzxalH, AA o 19 w2 @78 Zujo] Tafel 7] &7]E 46mV/dec. 2 FAFNSH, Pt/C
2] Tafel 7]€7]% 28/mV/dec. & ZHEO, AA] o 1o w2 @73} Zujo] HER 4o Pt/C vl HER
g7 2% zolE Holv S & & vk, wEkA, 9714 dsiE Z2HolA, Fel B4 F-917F HER Zv)

w5 543 pH7e] 1M PBS A &AM SAHEG L, reference2M 20wth 5% Pt/C FHE A&

T 299 (M)E F=:shd, AA] of 1o W& 7|58t Fufje] HER &/do] Pt/C Fuie] HER &3 43 xfol&
Hol= A& & & Atk webA, 4 dsld oA, A o 1o W& A7)8s e} Zo], 54 X279
do| A v %

=4 FzRAY Y 7FoR AYHa, Fe-N, B4 F-99} FesC &4 T 5 z3el= 49,
3}

T 299 (B)E Hxstd, AA] of 1o W& 7188 Fu9] Tafel 7]&7]+ 402mV/dec. 2 SAH YoM, Pt/C
29 Tafel 71€7]% 127/mV/dec. & FAE o], HA] o 1o w& 7]gkst vl HER &4 Pt/C UHA
HER g3 <43 zto]lE Role RS & F vk, wekx, 4 dAsld 2704, Fel 4 F917F HER Fv)

% 302 B owne] AA o 1o] we A5t SZvje) ADs ¥ AnE APE) 9@ Lezeln,

=309 (M= b Adaid Befell el AA o 1o whE d7)sker Svje] ADTs 3 d, ¥
, =309 (B 471 Al gqellMe] AAl o 1o whE d7]sket Fuje] ADTs 3 A,

2 A 892 pHO.19] 0.5M SAF &os o] &aklar, 1714 Hdald & pHl49] 1M KOH &S o] &3}
QAaL, ADTsE O%ﬂOVmHA;MAT@QMmUMSwwE%Q% Z7ell A 10,000cycle G2y 3F3ATH.

rN

A A e, AAL o 1ol mE dr]skel ool ADTse] 3 o=, AAl o 1o w2 d7)3hst

Sole] B9 A% (cathodic current)t: H454 @Rk, webd, A4 o 100 0hE A3 Foli A4 A
4 204 Aol Fe Ao olfd 4 Uk EW, 9214 AND 2T, A4 o 1 e 2715
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3} Zuflo] ADTsZS 1000cycle 538t
2 Zog Hol, AA] o 1o wE

k1

] o 1o w2
] o 1o w2

Zvje] v
Zvje] v

—

)

9lol A ol

pHO.12] 0.5M A4k s ool -0.2~-1.0V
of W& H71stst Hujel gl A= AstEA de

Agatel AAls) e}
SAol okl A HojoF & A
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