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IAHE 2021R1A2B5B01001448
2 a7l e REAN
HA T (AT 71 #Y AT A
ATFAIE MA7N AT (H7 G FF)
A3A| Heteroatom =93 solution etchings £3F g
FEAEX
71 o & 49.5/100
A3 7] E Ealasl il
AF717E 2023.03.01 ~ 2024.02.29

—-C3N4 7|wF FZu v

SE54d 10-2620694

9 g2 93, 153 4165 (FAF,

=73 Ao B




SE50d 10-2620694

B Al A
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7% 1

dFEuL}p A g Z2EHA FRo)= JA, Aol AtAl &9 @ A=2:yol WA FAE Hs
o 9 fNe A zsE GA;

71 Azd FA Gfel YA ATA §9s Hrkete] &S Alxske @Al

A7l FEE AAEAES 2AAA A B3 (macroporous) EuE A ZdteE WHAS 831,
A7) Full= 9-F(one—pot) WHOE AHH H A7 o] 100 WA 500 nm¢! Ad] 7% (macropore)= 7FA] &=

HAZE AzE = wAll e Aol 3 WA 5 el WA A7 7] gl gAEe] F4HH,

gt 8o AA 100 TRl thate], 7] Yol 1 WA 15 T
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7] 9714 5 WA TAIRE St 500 WA 700CR Aol e e 5O sk, v 12 sfEE
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wAE @, 7] Fuls 9-%lone-pot) WHOE FHH Bt 7ol 100 WA 500 me) At 71F
(nacropore) & 7HA% @AZE AlxEE A FE 2470l 3 WA 5 mel YA Ax7 A7) gl A5
FYHE A2 BHoR b, W A4 DS Fuo) ARPES AFBE,

bl =

R, B g 1o Azl wek Axd, vie A4 MdE Fvls Al

wgk A4 7Hd8 o= one-pot WWHE ol&ste] A 71E HAS] Azt Al &
UAS gAgoRHA, 7E Al SvjEg s dfdas v AEEs 7Y, =

wowel nhe AxE A A4 RS Fus F A9 A4 AAS Fole] AR ANFoRA, v
A4 A wgd aRHew H8d 4 ol

A Ao mE Hladel] wE FHuf AlzHS JiEFH o vEhd Aot

T 28 Azxd 09 SEM o)v A2, (a) © (b)E Ni-MCZA-1 &1, (¢) 2 (d)+ MNi-CZA-0 Zrjo]t}. o7

A, M= AW 71&(macropore), CZx CelZri0:, A= Al0s;, I+= W, 0+ F(one-pot) FAHS 2n|sk
=
= 32 Az SHve B4 B4 Y=z, (v N FE-EF T4, e 71F 27 BEXE UE'

T 4= Az )9 XRD B4 agZ2, (a)= &4 a9, (b 398 Zu9 XRD 98-S JEld Ao},
T 5¢ Alzd v gvt 2 T6A B4 Azl g Zojr,
T 62 2 dge] A 20 W Fuo] Fr] A HAE Ax o)),

WS A7 G FAF g

ojsh, ¥ TS FASHA dHsrlz .

Boatm e S U 2 wg 44 Ad S g4 HH EAE XSt Fule 24 o7 99,
-F(one-pot) T4 WHE ol &3ste] Al 7|F Fx9 @A Ax A AV gAe] &4 BHS %21/\]74
& AZs L, old wEl AxE vyt 7|E AW SR 538 9k ASE v HAS 7HA
H, = ‘(coklng)oﬂ et AdAS =Y = JeS Idegozy, o dygs A5

ok o -(one-pot) A HES o] &3 WE {2 ANAE 2o AxES Ao,

rEFEA, B ool wE -3k 4 WS ARy A fdo] ZEsEldd) F2ol= AR, Aol A
TA &8 H2IYol AFA &9 2 YA A4A {9 BF MUt AzgdozA F=3E S Q).

A7) dFu At g ZEAEUA FRolE b, Mol Mgl &9, A2FYol A £ 4L Y
A AT 3

=
7o)

A GAE b or, T FA HArkE 5 Sl
&

B AASHAE, 2 ddd wE dek 71424 fdE Fule AxHE dFujy A S0 2
FRol= b, Aol A &4 4 X=ZFAYol HAFA| EAS H

Azg @A &9 YA AGA §Aqe Hulstd] 3 A8 AxsSE A
HES-71olA] dgAIZL & WANA APES 55 @, 2 A7) 58 APES 29AA A
(macroporous) ZuW& Azxd= GAES 28I & 9},

ditdow A FHvles UFdd 71Fe] g FqFEH s 24, B4 S 9XE = dn. A7 A
o 71 50 nm ool FAVIE JMAE wWZZE 7]F (macropore)S ulske] 2 Wix] 50 mme] WE J]F

(mesopore) 2 2 nm ©]&}9] mlo]aE 7)F(micropore) = FHE 4= 9low A7 wlx 7|F 2 wlo]a g 7])¥
S g 23 ged F 9l
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ol oA, 7] 'Al §eiE AlxstE dAlE 7] dFEd AA & Aol A
2 A2 Y ok AFAl §AE H7lsto] 7] LFUIV(ALG), AP ok(Ced,) R A2 oHZr0,) 7} 1

o
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ki
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09‘:'
i
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¥
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A7) dFuyg ATAE dFvE-Ef-AT-EE5A0l= (aluminum-tri-sec-butoxide), YFu|FE oEAlo]=
(aluminum ethoxide), YFH|HF o|AZTZZALo]= (aluminum isopropoxide) HEE T]-A|FA-FEALZn]|H5A-E
7

ol EA & (di-sec-butoxyaluminoxy-triethoxysilane)ol Al A&= 4 gloy, o]o] A3y = A

A7 Aol AAle AAAE, d3tE, SHAE, SAE BE olEY FEkeolA dEd
3

=4 AL
A A= MF(IID) FAAE 653FE (cerium (III) nitrate hexahydrate, Ce(NO3)s; - 6H:0)Y = glor}, o]

A7) AzF3Yol AFAE AAAEZIE, FHE2EFE, A EIE, PIANE2FF Ev o5 FIEIA
AgE = Qa, " sHAlE K23 YoKIV) A EAYE  3E  (zirconia (IV) oxynitrate hydrate,

=
ZrO(NO3), - XH:0) D = lert, ofel Ags= 22 ofyrt.

)

47) ot ATFA g, Aot ATA Fo W Azmol ATA e 7] ATV ATA, Ao}
AFA L Azmel AFAE F7] Gl %71 Sule C-C4 FReS THa
W, wRAslE -9 Ee, 2-Zeaed & gloi), ol A@H: Ae ohrh.

ool nh Azl
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A7) YA AFAE ZdayA, dsiyA, iy, Ay s o5 FalEdA] AY
A= UA(ID) A4S 6543HE (nickel (II) nitrate hexahydrate, Ni(NOs), - 6H,00Y &
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unh FASAE, A7) AES FESE wAE 4] £F §9 eEFdolnd Wol 110 A 130CAA 5

WA 10417F BOE WATIE BA B7] WEAY EF §92 Aedld Ad WA o, ofnetn B2 A

Aol ABEL F5E WA @ A7) 5@ ABEL 60 WA S0TAA 20 A 3047 Bk A%
kel

B ddo] wE AzEo] ol AW thEA (macroporous) ZUE A ZstE WA= AV FEE AHAES
7] BY7)oA 5 WA 7TAIZF B9t 500 WX 700CE Ao R F8E 4 g, 7] 2Add g8 YA
o] o] T 7] YAo] ExH Fe9 w7t IAHdE 5 Urt.

A7) Eule Y- (one—pot) WHO R FAE H F o] 100 WA 500 nm, B SAE 200 WA 300 nm$l
AN 7)1 & (macropore)S 7HAl& HA7E AxEE EA0 A7) 713 Wl YA Azt Balg oz Zujrt A
2 4o, olu Ay YA A= HF Aol 3 K 5 mE FAHE 4 ).
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Ni-Ce,Zr0(;—)-Al:03
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B AN oA ALgH 3R d 2= FEESF (sodium bicarbonate, NaHCO;, 99.70%), 4-8]dwlAl<LZEA}
EH (sodium 4-vinylbenzensulfonate, CgHNaOsS, 90.00%), 3XHZ-H  (potassium persulfate, K;S:0s,
99.99%), &Fr|E-Eg-AI-FEAo]= (aluminum-tri-sec-butoxide, ASB, CisHyAl0;, 97.00%), ME(111) &
A 6535 (cerium (III1) nitrate hexahydrate, Ce(NOs)s - 6H,0, 99.00%), AZ2FUoF(IV) A& A 43}
& (zirconia (IV) oxynitrate hydrate, ZrO(NOs), - XH,0, 99.00%), % YZA(I11) A< 653+ (nickel (1)
nitrate hexahydrate, Ni(NO3), - 6H,0, 99.99%)S Alamp-Ld=¢]x] zg o} (3= A7) ZHE FAsort.

2Hd 2xw (CHs, 99.50%) P 2-FERS (CH0, 99.00%)<S Ardeorze] (eyla L)ooz e Akt
th. 2-ZE WL (CHO, 99.70%)& FHE 313 (YE =a3)oA Fdatsitt.

1-2. ZT g Az

Z 2~ A(PS) FRol= YA (A4 ¢k 320 nm)E A xs7] Y& F3A = ddA 3 (

RS 3. olE 98], 450 g H0E WHg7]el Fa 350 rpmeZ WWHEPAA 70CE A3, o] %,
0.25 g NallCO33} F3FAl= 0.09 g CsHNa0,SE WHg-7]o H7balsdct. 108 %, 50 g GllyS &

;AR $-0.25 g KoS0ss 7] el H7bekivh. 18A17F st T3S TS

e

J%

=
5

}_

[«0
k!

N

}_
1-3. o] Az

E]'OC}:% ]/];]E](Nl) %%]: mHi"'%‘ (3, 7, ‘j% 10 Wt%)j”}‘ o X?l— H]E’] C61 XZrO -Al 205 ‘”)r‘x«ﬂ (C602: ZI'OZ . Aleg =
20 1 20 @ 60 w/w/w)E zt= d#Ho A tFA (macroporous) Ni—CeZrO(i)-Al,0; EE £4]2 one-pot %

oz ARt (= 1.
WA, 10 g9 ASBE 10 g9 2-FEh&ol &afA]7]a ASB7L ¢hds] &aiE wjzbA] wwkeiivk. 2 5, AlE uk
6}":5_}‘ %—Qlll ] @7]'01'91]:]'. Ce(NO:;):; : 6H30 ‘;‘l ZI”O(NO:;)Q : XHZO 0\3% 45 mL—‘l]

-5Eg
] ZE2~ER(PS) FRol= JAE 2
T2 g AAA A EFEC Hrbsklch, %, AR F Ni "R ATA (NT(NOy), - 6H0)E
2 2-ZRFE (2-4 mb)ell EAIA 7] EFE HUrsT. £FE &98 AN Fok Al wnkekqict.
O v, §9% 150 nL HZE-ERlE 2 A-2" CEZHHE SHT. CEZHRE WEsil
20C oA 6717 Tk FABTE. ALolA A W7 F, BAES AqHsta B2 AHsY JAES
S |
2

[

H

<

,_.
o
2

5] =
AL, o]F 70TCANA 24A3F St AxAIZ T, 2EavA, AlRE &7 9714 6417 ¢ 600TC= A48t
L, o] MNi-CZA-0 (3, 7, % 10%)
<H|@Le] 1> BEHoE glo] Fv A=
Ad ded avs gesl wes] 8, MNIi-CZA-0 (1092 BWE 33} 2o PS A AHgshE S
At A9 L AxE F8ske] Ni-CZA-0 (10%) S A =x3sH3ic).
<Hlao] 2> FHPE o] &3 Fo) A=
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RS 9, CeZrO-Al0s (CeOy : Zr0y, @ AlOs = 20 : 20 : 60 w/w/wel ®HA® Ni Zu|E 334
(impregnation method) &2 A|Z3FHTt (= 1).

o] WL Ni(NOy), - 6H0E FAlo ARESF A& AlQfstare 7] Aol 19] MNi-CZA-01A ARER 213} 5
o AxE FAE A, NiNOs), - 60,05 ARESH 27] 24 FHHS Tl Ni 3 F0E Axs3ivh. 10%
A NI FH ZulS 70°ColA A AXAZ T, 600TCAA 6417 Fet 24T, AlxE Euje HEE

o2 Ni-M,CZA-1 (10%) = 88 38}3itt.

7] ® 1 7] AAld) 19} vlae] 1 % 20 weh Alz® Sujielt,

# 1
= N oFFm L} Ce0, 7r0, Ni (3R
M,CZA-0 60 20 20 -
Ni-CZA-0 (10%) 90 10
Ni-M,CZA-1 (10%) 90 10
MNi—CZA-0 (10%) 90 10
MNi-CZA-0 (7%) 93
MNi-CZA-0 (3%) 97

rr

714, M= AW 71¥(macropore), CZ: Celri0s, AE Al0s;, I+ &xWH, O
v gk},

<Agd 1> Fvle] 54 24

4-3H(one-pot) TAHAHS <

1-1. Al&uA

N, F2b-gkz =290 196 Co|A] ASAP 2020 apparatus (Micromeritics, Norcross, GA, USA)E A}-&3lo] ZAA
HATE, Ao A, A|EE 200ToA 2443 5 E7|AF T, Brunauer-Emmett-Teller (BET) % DFT W
S ARgEte] HIEWEA 2 V) A7]/71F FuE 4 AT X-A 3d (XRD) dlE2 35 kV E 20 mAdlA]
255 = 26 =10-100° o i8]l Cu K. AR (A = 1.5418 A)E AM83}E Rigaku RAD-3C diffractometer
(Rigaku Corp., Tokyo, Japan)®2 43 ¥ t}.

Azl uafA T3 A AnlF (HRTEM) o7 X]&= 200 kvel Ao 714 A4S 717 oA &4k X-4 (ED
217]7} 2+¥l JEOL JEM-2100F instrument (JEOL Ltd., Tokyo, Japan)E A&3le] BEHAUT. BE AlHE
w3 FE ARESHY] oleEe] BARAZ A, AR dE g eSS AAe ©Ah-TE] o] TEM 1E =l kA
Ak, FAF A @An7 (SEM) o|w X+ FEI (Hillsboro, OR, USA)®] Nova NanoSEM 71715 Ap&3le] Ait}.
34, Y 9w o Arg" Zujo #@ut AFEZS 532-nm dlo]A Wo] A DXR Raman microscope (Thermo
Fisher Scientific, Waltham, MA, USA)el &) 7]1=% i},

<
~

ol &=-Zzaiy #9 (H-TPR)S EHEE #HE7] (ID)E A&dle vtz &2 Ajxel (BELCAT-M,
MicrotracBEL Corp., Osaka, Japan)olxl &= Act. 50 mge] ZuiE g wr-&7)d At N,oF &3 71~

(5% I, in )2 77 gubao} 31 7}~2 wEA AT, Ao WA £, ZWE 30 ol min (50-900C

oA 2 C min @ BE £E)9] HEow B slxoA AT

rlo

T 2R Iy 235 (HoTPD)o] U AR AREEAT. AEs 1A aeEe] Neo] 35 (30 b

min DOIA 5 vol% Hy/N, (70 ml min D= 9% e, 50CE WZHAT. 1 %, L7} o o) AuEA e
= =

=249 o

als

W74 5 vol% Hy/N, (70 nL min )E 73Tt 183 A Zado % Jlrz oy,

o] 20% Bt AlRel HAHATH, L F, 2 C min o BT FEZ LES 900CAA FIAA
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CO-TPDE A9 714 F-9)(basic site)E AAtsl7] lste] U FXolM FALATE. 50 mg AsE

0l% Hy/N, (30 nl min )E #AHUTE. ANEE 50CE WA 3, 0,/He (30 nL min )E 147 Fk 525}

o 0, F2& E3AFAT. 29 g, BYHoR FHd (0 F% 72 HeR A@sle] 168 & Aol
2 EEE 900C7HA F7HA T

XPS =& & Al Ka X-ray sourceE EFH O =2 3= Vacuum Generator® Thermo K-Alpha #3374 (Thermo

Fisher Scientific, Waltham, MA, USA)Z 3= Ac}. 3d & (charging effect)S X A3 93, Cls I
9] A3t oA (BE)E ElA 2 AoA 284.6 eVE ZAH AT,

AbRE Zuf Ao AEE A9 %S TGA Q50 &x] (TA Instruments, New Castle, DE, USA)E o]g&3slo] 9=
o 9 A RAEA (TGA/DIGA o8] AAHATG. AHLE Fof 8 g 10T min 7Y HEZ 25 - 00T A

%7] (40 oL min ) 2 N, (60 oL min )] 202 stAHC},

Azt AzE 207t Ad 71F FZ(macroporous structure) @ ZF HAlE Ao ® Yelgton At
274 250 - 300 nm ¥ A 4= Q.

7] & 2= AxE Fuie] 54 24 Zd3s, A% 3719 718 #F JEE dEd Aot

* 2
v EHA 718 23 718 A7)
Zu f BET, 3
I (zsur ace area (en’/g) (nm)
m/g)

CZA-0 99.576 0.480 6.1
M,CZA-0 127.22 0.270 7.0
M,Ni-CZA-0 (3%) 141.8 0.706 4.0
MNi-CZA-0 (7%) 177.1 0.870 12

Ni-CZA-0 (10%) - - -
Ni-M,CZA-1 (10%) 153.96 0.225 6.0
M,Ni-CZA-0 (10%) 177.88 0.526 8.0

595 492 B BE ZolA vz 209 g PR & g
@ 5 itk ol  29] At 71g3 o] YEelolEe] s FAH Zol ohd, 47 Fuje] g
7 7

3h7] & 32 XRD FHoA FAE el FHule Ni 2 29 A4 AVE 4 s Aol

#Z 3
Z ) Ni A4 7] (am) €z 244 A7] (nm)
reduced spent (4h) | spent(3h) reduced spent (4h) | spent(3h)
M.CZA-0 - 8.3 -
M.Ni-CZA-0 (3%) - - 8.1 -
M.Ni-CZA-0 (7%) 3.7 15.7 6.0 7.1
Ni-CZA-0 (10%) 4 15.4 6.6 7.7
Ni-M.CZA-1 (10%) 5.7 6.6 19 6.8 8 8.6
M.Ni-CZA-0 (10%) 4 15.9 5.3 6.6

7] % 3 2 = 45 FEEW, One pot HHOE AxH FHvjo] Ni9 4x 271 (4 )7t 7] FHHoZ A
z® Zue] Ni g4A (5.7 nm)iE} 2he e A & Q.



[0095]

[0097]
[0098]

[0099]

[0100]

[0101]

[0102]

[0103]
[0104]

[0105]
[0106]

[0107]
[0108]

[0109]
[0110]

[0111]

[0112]

[0113]

[0114]

[0115]

SE546 10-2620694

wek, = 55 FFsd, AxE e TGA B4 A#, MNi-CZA-0 (10%)7} 7]1& Zwjrct & oo 7395 A

Aot Ao e, B ouyel we A Huizt v 24 Astel t@ Aol 42 FATL 5 v,

2-1. /é]é‘—] H}FH

2E Zujo we A4 MZA (Dry Reforming of Methane, DRM) &1} A%< ti7|¢f 5F 94 58 FTAHAZ A9
H-S-71 (W78 9 mm) oAl F3EAT. 7 249 fe & Abolol 0.25 g9 é“ﬂ% A1 AdH Fdel el
S 225 Aojshr] 9, 71E HMEE ALt vESol A, YA F& YA 7]7] fste AEE

(45wl min ) 2 Ar (55 ml min ) B2 kel A 2417+ E9k 800CHNA in-situ FAAAG. 1 T, spx 5E2S

24000 h7194 7} E7+4E (gas hourly space velocity, GHSV)Z ¥HS 7}~ (CH,/COy/Ar = 45/45/10 mL min 'a

=]

bl

{0

rr

, CHy, Hz, 2 €09 #HE=S 93k Molecular Sieve ® (0, AES 93 Porapaks a3l F 7o ¥y A

2z 2ol 7t~ IZulE g H (YL6500 GC, Youngin chromass Co., Anyang, Geounggi, South Korea)®

o]

A7) ok AlF2 800TelAl 30A17F &9t AT, vHE F APES TCD, EZ o3 #&E7] (FID)
=1 1 a)

=

°]

A= CHy Keww)/ C0p (Xege), Ha/CO B]E, 2 A3F F3l4=turnover frequency (TOF)Z XS (2 1-4).

<Al 1>

.. _ FICH ) — FICH Joue
s fICH)in

<2l 2>

v f1€02)in — FICOslour
€0z f[COZ]in

<Al 3>

Hy  flHalout
co a f[CO]out

<2l 4>
fICHinXeu My _ _,
TOF = 10
Dm7nWNl’
A7IA, { [1] infoute FFE &= F=E9 2 429 4F/EFF 555 HERAY. X, My, m, 2 W= 7
ZF 30417 F9) Oy, AFE (%), 55 DA (g/mol), WHoll AMEE Fvles, 2 Ni &=k ojnlgic,

Dy &t7] 24} 5olA AGEE = Niel 24 ek

nHz.uptake.Sf MW
Wi

D,, = 104

A7NA, e D SEE TPD A3 2 bt A4 (Nie 2)2%E Nidl 29 1, (nol g )E LEpiT),

9% (reduction degree, Dr (%)) 3}7] 2] 694 ¥4L& 4 U}
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[0116]

[0117]
[0118]

[0120]

[0121]

[0122]

[0123]

[0125]

<Al 6>

M,, 1073

Hz,consumption

104
Wiy

D, (%) =

017]A17 nHZ,consumption% TPR éﬂig‘rﬂ o!_j.% '/-F 9)\1;}-
2-9. A& Hl-H

a7] E 4 3043k Fo)

olo
i)
_E
il
T
o
£
sl
o
v

SE=S46 10-2620694

x4
=i CH, A& (%) 0. d&& (%) H,/CO

Oh 30h Oh 30h Oh 30h

MNi-CZA-0 (3%) 19.28 6.94 53.48 32.88 0.62 0.28
MNi-CZA-0 (7%) 87.68 81.73 92.77 89.32 1.01 0.98
Ni-CZA-0 (10%) 83.43 78.58 88.59 86.53 0.98 0.96
Ni-M.CZA-T (10%) 80.70 74.02 86.3 82.18 0.98 0.93
MNi-CZA-0 (10%) 95.78 95.55 97.83 95.32 1.03 1.029

olfow ¥ uwy W&o 5T FiES A ZlEsle v, IdAe S
olelgt TAA Ve A wEAT AAGEHY #oln, o 3
gujsich, &, 2 owwe) 4ax Wele ARd YTIEY E
=9
EH]
C s = Al-fri-sec- Ceand Zr salts
Impregnation method (T) "~
Polystyrene

Gzo i Autoclave 120

S, °C; 6h

‘ | ,::> I:> Washing with water

&

One pot method (O) {eer:  Dofputymene c“»w@\s\‘:

Autoclave 120
°C; 6h

butoxide C <\

_11_

, AzE 2 FolA MNi-CZA-0(10%) 7} wh

Drying

> Washing with water

& 27 (CH, HgE 30, A8E)

A 2g 7R Al Al hel A,

o W97k AGEE Aol ol e

F=ell efste] Qojet.

Ni impregnation
(Incipient wetness )

Calcination |:>

Drying Calcination
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= &
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=H5
100 4
96 1
p— M _NCZASO (10%,) -
- = = s - = 924
= MANLCZASO (T%) %
[} e b SR P A
v # gl - —— W NCTASO (V)
E MNBCZASO (3%) = v =3
— N N AN (TYG)
E o -
P i T —— NSNS (107)
NEAMLCZASE(18%) — NEM,CZAS] (10%)
M{— MNBCZASNO (10%)
NECZASND (19
v v Y v
400 o600 B0 1000 1200 1400 1600 1830 0 220 am €00 B0 1000
Raman shift (cm™) Temperature (°C)
=46
100 = 100
% b S BT e e e PR i
T e TR L LU LR oA R SO UL O 80 =i oand T P
_ 80 T Ty e ¥ _ 0.8
E70 s
% 60 g 60 g 06
o 50 < 50 8 ;? .
E 40 M,Ni-m\-t)(.!"/-l' 8 404 * M Ni-CZA-0 (3 %) 044 *— M_NICZA-0 (3 %)
30 @ M N-CZA-O (T %) 30] @ M Ni-CZA-0 (7 %) o, 8 M,Ni-CZA-O (7 %)
> NECZA-O (10 %) o NHCZA-0 (10 %) Ni-CZA-0 (10 %)
20 “ & M NI-CZA-O 10 % 20 & MNECZA-O (10 %) L A MNI-CZA-O (10 %)
104, o o Ni-M,CZA-1 (10 %) 10 Ni-M,CZA-1 (10 %) Ni-M,CZA-1 {10 %)
o 0.0
¢ 5 10 15 20 25 30 0 5 0 15 25 30 [} 5 10 15 20 25
Time (h) Time (h) Time (h)
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