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s} ol = WE ulA] dedlA 508 B EAEE 4% 7
RHol, AEZ o~ YwIaae8y 228919 1:100 WX 1:1302
—Z

83 UlA] 88%°] WEES Ko, AEES A~

o
YwTzAE §E A oA 508 F9F EAsE 7 ER
283 Reg#lel 1:70 WAl 1:809) BEHR e RS FH thetx2As BE wA dedA 50
Zol ZAet= A% 94 WA 96%e] W8S meltt

AZ2 Q9 2~ ZH A (cellulose nanocrystal, CNC)2 CelluForce(Fluttt EE# L)l F+435+9 2™ Monooelin
Monomuls 90-0 18 ATEC Co., Ltd. (Wg¥l= tix)=25F¥H A|Fwskth. Phosphotungstic acid (PTA),
Pluronic F1272 Sigma-Aldrich Co.(MO, USA)olA F13tom™ Allura red ACE Tokyo Chemical Industry
Co., Ltd. (¥ =32)olA F+H33tt.

1.2. (NCE EF3}E= M0 FHA YT

CNCE =E3sl= M0 T4 Y24 (03 M0 F94) = 2893 (nelt hydration method)& o] &38le] A%
kTl ONCE 0.857me FF5=ol ®2HA1#A NG &=o] 0.5, 1, 2 X 3%(w/v)el 44 NG Eakds

A 25 T

2g2] MOE 20m¢ f2] wloldel] ¥Wial 50T 4o @71 N0 €858 It A7) Axd 4 NC E2F4S MO
LGB FAAHA H7PEE & gdds] "Esa, o5 9 AL Fol Ay 424 (NG E4tdo] 4] MO
SGE SHo] Tt AXA(FHEA, cubic phase)o] HEE FFATE. o]slo A CNC sFFo] X%l 44 CNC &
A& ARg-she] AlzE MO FEAE CP(XOE sttt
A71e] Rt E A3 N0 FE4-S CPXOE 719 & 1 3 2o
F 1
A5 AER A YA ng Hiegeel =1
(AE29 2~ Yrggreg:mye-879l)

CP(0) Omg 2000mg -
CP(0.5) 4.285mg 2000mg 1:466.7
cP(D) 8.578mg 2000mg 1:233.2
CP(2) 17.148mg 2000mg 1:116.4
CP(3) 25.71mg 2000mg 1:77.8

CNC7F 23hel MO Frede] WEdds fste] shdd A58 SAE=2A gAY, ol& fste] Fo2 sk
H 952 47 P=(Allura red) ACE AH&3} E 1 of
g = AC-ONC &4t ZgelE Al o5 MO 620 F3H(EFF)AA &7 = AC7H JAE M0 F7ud&

Az

32
®
12
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.3. BN A3 v 7 (Transmission electron microscopy)

=

0 Fulde] uiF F2E& g8y Hd 7] FHdE FHEE (cubosome) &2 HEEITE. 10me frE]ufo] el
Tk golg] 25mg@ 5ml Pluronic F127 €91(0.075% (w/w)<S ¥& ¥ ®©d 283 A7) (VC 505, Sonic &
Materials, USA, pulse on: 30s, off: 40s)Z AF&3le] 108 HoF wW=w2] (30% EoF €~ AF 2 30% &
St AR 253 A3

FrEe S49MS Aste] A4 FFRE dEde| Fde o] xAE HAELE &N (2%(w/v))S £t
& AR 12 AZF FF WAEAT. AV Axg 10ple] F FERE dgdS
(200mesh, Electron Microscopy Sciences, USA)ol| @™ojrte]x 18 Fot WX|3
FEE dede ARAE ARGt AABIL ofFE =

A& u] 7 (TEM) #2412 Fahdxtdn 7 (LEO 912AB, OMEGA, £; 3=f 7]% 8t A3 (3 +3))& o83

N

N

Lo

_8_



[0045]

[0046]

[0048]

[0049]

[0051]

[0052]

[0054]

[0055]

[0057]

[0058]

[0059]
[0060]

[0061]

[0062]

[0063]

[0064]

S5S0ol 10-2563012

St
1.4. #3388 w7 (Polarized optical microscopy)

Fuds WA 6mn, T4 0.1m 0-Fo= oldH F /9 AWFEHE FAAE Ao ¥ § JMEEF(HS81,
Mettler Toledo, USA)el| R#&sIItt. A7 7MEEES HFFEAw 7 (CX31, OLYMPUS, Japan)ol =e|i 7144
T 2TC/ming ZA o2 25 WX 80T 2% HYdA Faie] &xo e 24W3ls a3 &,

1.5. AaF A EFA (Differential scanning calorimetry)

e 10 WA 12mgs LFvlE #Wo] Y1 4S8 4o te, ZyaE o]&ste dus| Uil 4]
By dFuE #e AL sba BQY] dlolA 2C/ming ZFEEER 45 WX 80T7HA A5A171H A xFFARD &
A(DSC Q2000, w]=F TA Instruments, P]=F 791 st FoF AFh)=2 270 33T},

1.6. XA 33AA B3 (X-ray photoelectron spectroscopy, XPS)

CP(0)<F CP(3)ell wiste] CNCY] EAAR1 DA o] A=A FRlsty] f3te] 7] Fuds s41x38)
a2 XPS 3 F=A (K Alphat, Thermo VG, UK; Zdisty FdATAR)E o] &3t EA3).
MaKa(1253.6eV) F-A X-M& FrREo) Ao AEF7) 30 WA 400 um, SA 7] 5m, olUYA 14KeV, &
A= 30000 2Ao® SaAstgdon AZeA 0.5 WA 1.0%, A2 AE 5x10 mbarv]The] 207 FalaledT)
Cls 9 =2(285eV) &= v dApAAte] Aoy & ®BAYsty] ¢e dlfdxz AFE3FSITt.

7. XA-3AEA (X-ray diffraction, XRD)

CNC, CP(0), CP(3)¢e] AAF=zEAIL XRD 3] AA (X' Pert PROMPD, PANalytical, Netherland; in the Central
Laboratory of Kangwon National University) E o]|& 93 Z2EFJ wal F=a3HAT. Cu Kal AR (A
=1.5506 A)¥} Cu Ka2 WAFA(A=1.5444 A)S XA AA(source) 2 AFEEle™ Ka2/Kalel HES 0.52 3
Aot A7) XRDE= 26 MY 5 WA 900, ¥AF £33 1.52nm, AV AG 40kV, 2MHEY 5 L AGA T
0.0131303¢] Aoz 835} t).

1.8. 793 gAE BE

20me wlololl FuEGY WE MAEA Sl FHTE P
Korea)oll A 40rpme] mRrELE = Heldg 239, A7 = X E FHE & UV B33P =4 (7315
UV/Visible Spectrophotometer, JENWAY, UK)E o]-&3}o] 504mmol|A] &3 #l= ACY EFEE A9, &
FEE ARAGMmAY FFE Vs, dEd 9859 Fh(mg/m))S AHEsle dRe oz AEsigleon W
EF2 2HE 959 27 & VTR WEH PR &S WEEER AXste] A=kt

2. 43 9 E9]
2.1. ERAAIAV R EX43

T 2% 2 wgo] ONC, CP(0), CP(0.5)9] F3AAEn A (TEM) AFKS RoFd. dlg(A)= CNCS TEM Aol
w Sd(B)e= CP(0)2] TEM ARdel™ | sd(C)E CP(0.5)9] TEM ARzlolt},

TEM #4143 (INCE vheR el Aoz 1At (x 29 g (A) #Hx). 47 (e AERx AAEHFSFo=R
THE AGAZA T2 FAF AEZ 2 JHo] iR Ho AxHeE AR dEA k. Y] AE=R
22 AL RS I AR AdE. wEkA 7] INE A3 vis BYgS A4 e FoE wdy
Z3n] 1 WX 100, A4 2 WA 30nm L Zo] 100 WA 900nm¢! 740; gl

TEM 447 CP(0)&E A 4] F9= A2 FHo] fx|ete zlo] Eldth(& 29 dd (B) #=x). 74
A A AdelE 784 TEE o9l BaE oo x3ETE. ol Wl M0 olFTolE AV 788 F
=& o] 2%l Bl oo AY xIHA g, kA Y] 3 G TEE ol g HAHe] ibgt
Hol HeA FdoR IRIEE R AV M0 ol HAARe] THetA HER A FHo] vEuA HE
=

TEM #2423 CP(0.5)2 (NCE XFste o=

shol HSITH(E 29) WY (0) FE). MO FHlake]
Apole] Sadtel We Jlom weEth Mo Fuae TR WL mwmIedetelse] 9Fow e ¥
M) FANE A Qom Ok ABReA A& Reom B F4717h el stk 47) (e

_9_
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[0074]

[0076]

[0077]

[0078]

=55] 10-2563012

oin

H
sl

AEZQ = B-1,4-linked EFIZLA V|2 A" tdRoelt. 7] 2532 719 (29 e shol=s
A7) (39 sfol=E 7|9} 4 ATS st Jormz A7) (29 3+ M09 ZEAE 79 422F8S A
shA] et o]dl Wkl 7] 2FF e 7] 6ol AE ?i 1—t— 5 FaZAdged #ohx] goerz N0
o] FYNE F7)9te] FaAFe] Jpseitt. ARFom FFEIO A A9 69k Moo ZEAE A A
& s HER 7] MO FuldS A7) ONCel Zeo] WEks tﬂra} & HoMl == Ao},
F7] TEM 41 A= ONCZF MO Fedel &35 ¢#42Z2S &8 A= 713 A48 v, (P,
CP(2) & CP(3) T o] ¥ ¥ el (NCE 71 & el vste] +25 243 Ay 55 A 54d
TE2E /MAE AoZ AT, wEhA NCE MO Fulde] 25 314 &v FEolA M0 78] 2
Ho] Z3tEE Zo® FaHT. FrHHoR N0 FHAL S8 dERZT o FAHE= 4T A

2

=2

3
H(self-assembly) SR Azxzdct, Fud EA= xHEGo] dom WO olFFTo= A4
o MO Aol FxE WHAAA olF FHgd 4 drk. a2y (NCE ZEA(supramolecular) 2
ol flom MO olFFoR AYUEA 7] uwiiel MO el siFAHC diEds FA
Sl =

2.2. HBBFHW R BHEH}

£ 32 & 2He] st whE (P(0) B CP(3)9] A3 A AzS BoErt. sid(A)+= (P(0)e] 2+
& HolFm | sjd (M) (P(3)e] A¥E HoFr).

ol
o

>

L= = g
FUOrE Mg BN o poh

co

-~
rr
0

% 39 Ay mEW (P(0)S 72.3CH R A ojw g e

2L A FEe] &2l HYr, Fulde FhHor T W o)

-&1 A Ad o] (cubic-to-hexagonal phase transition)”} ¥dojytt}. &1 4 (hexagonal phase)° FelA &
| %l <)

o HEHAS e WY 2A 22 dehdth ® 39 dudlA sSeld e guAde] 2o o
& Ao WaHnh, ARHOE (PO)S] FU-FA FHo] LEE 72.302 A0E BHAT(E 39 AW (A)
#2). P39 Bad £ CP(0)9] FU-HA) o] w9 2T o

) o] PzEE FH-SHA Axlo] 2%
£ 70.3TC2 Aoz FAHAT (% 39 HEB) FZF).

710 AM ARk mpek o], INCE Edeh= MO 749732 MO %Z}Q‘r CNC7} ToARE FBE olFTTE FAT

N0 B Afole] Fad@e Aashl Hrh A Faddel gat N0 FUds ok B8 W 3ol
S} SobA ol FE ARA £0. D (0.5, (P(D) B (o e BTN LS 24
@ A3 olge) el R 747 720C, 71.7C, 2 71T Ao® AW v AF= Mo FUae) O
Fpel ZrkahA W Fudel el Lwk PFadhs A% oJvidt,

T 4% B @] CP(0), CP(0.5), CP(1), CP(2), CP(3)9e] Alx} FAF A=A #AAYNE 2= E (thermogra
mEZ HAFET, (a)v (P(0)Y 2E8XE gH|star, (b)& CP(0.5)Y 2E8XE 9Hta, (o) (P(1)Y &
EEXE 9, (e (P(2)9 2EREE 9u|stal, (e)w= (P39 £EREE v g},

AZFALL A A AR 7] HadaTEv A S A ol MO TR CNC FHgol F7ishel wheh Sul
o AHe] 27t radthe AS GRSt N0 FHS FE-SHA AHelR Q1E 54 9aE Hole A
o= FERem CP(0), CP(0.5), CP(1), CP(2), % (P(3)9 o] &&= 747t 72.7C, 72.5C, 69.8C,
69.7C, ¥ 69.3C2 Aoz AT, AAHoZ 7] (NC= MO Ful/de] Fx2d J3S T4 oA &
ste]o] FaEE Aol Aot ONCO stol=54 1ol MO waket 74 AFS IS HEE N0 07
Brle] £EE B/ HE AoR grdr.

NC, CP(0) % CP(0.5)¢] XPS =HEY 42345 WHoEth. I (A= (NCE XPS =FE
(B)= CP(0)¢] XPS = EYS HojFa, 3id (O CP(0.5)¢] XPS A EHS HoFEL,

AN

]

2

391 S2p7h 169eVe]l ZAFeHA] FwollA SJIETH(E 59 sid (A)
AZbEEEEte] Alxgth. 53 INCE Sb7britslE Edko] AlxsH
2l F7](sulfate half-ester group)7} F-2Z&o] &A €r}. & W] (NCE
5“‘*7} OH% ko] Alzxd Aeoltk. wekA 4] DLl XPS AT EZ A FE = S2pAlEE Ak ub-of

r* o
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SE53 10-2563012
CP(0)<] XPS ¥ Aol w2, (P(0)2 A7 MU AA HelollA ol o3t AZF(S2p)7)F RAE A et
(%= 59 34 (B) F=).

olo] Wksle] CP(0.5)E XPS &A1 A oA S2pAlE (169eV)7F LAHYTHE 59 #d (C) #F=x). o= (CP(0.5)
o] CNC7F E£gHso] 9lom Al (NCe] Fdol ity wh-o e 2 27171 dol ke AL 9m3ic),

2

u!

471 INCE) 92 JF4 EAo] glom o gwols itk w-olxE2 7|7 F-FEo) glovw F4 37

ghyich, weEba] 7] ONC7F MO uldel Al d e fAkel Z7|ebd =4 Alde] ol fIA|skA

gy B o] ONCE A 5 WAl 30mme]™ o] 100 WA 500nme] AV 2A 4 AL (HA

1 2 2715 7HA A ok wEbd A7) INCE 4 Alde] iRl XEA] gka N0 T mEE
2o Wigy HEE EAEA Brh(E 29 HE(C) Fx).

2.5. XA-34 84 A7

L 62 & o] ONC, CP(0) % CP(3)¢] XRD =¥ ERS HolFErh. (a)v (NCO XRD 2 EHS HoFH,
(b)= CP(0)¢] XRD = EHS BHAFH, (c)& (P(3)9] XRD 2FEFHS HolFr),

il

3

=22.5° % 206=34.6° oA FHE¥ A7} BFHAC. CP(0)S) XRD ~FHEH 9§ 26=19.6" oA @y 7}
#AFEEY ole MO FWde]l AAAEAS v, AAz A zAdM Ful®E MO FE44-S small
angle-XRD ZA A AFAA XRD HEHS YeE Aoz IFETE. (P(3)9 XRD ~FE# ] AL (NCY EA
¥4(20=22.5" % 20=34.6" )olA N0 FUAe EA ¥=(20=19.6" )7} TAHE AR Hol 47| (NC7F

Fugel EgHAks AL @ 5 Auh

kil
1=
HE

CNCe] XRD ~HEH Y AL AEZ o~ AATF (110)FHW, (200)FH = (004)HWHe] 47 20=14.7° , 26
=2
:

Z32 (P(3)9 20=19.6° 9] HA= A7I7F ¢ 22 Z4%(SF, 9F)2 SFEHA7] "ol CNCe] =9l 26
=14.7° oA FuAe] EX FEQ 20=19.6° ¢ HA Hole Ao o),

2.6. 729 @AE BE £4E3

B

T 72 2 el CP(0), CP(0.5), CP(1), CP(2) B CP(3)o ®AlE &7t d= ACO W& ZR2AdS HolF
o (@) (P(0)9] WE Z2IAS HolFn, (0)2 (P(0.5)9 WE Z23Ads HoFm, (v)2 (P(1)9]
WE ZEIAS BT, (A)2 (P(2)9] WE ZTEIUdS BolFr, (B2 (P02 e ZTEIUS HoE
o, &FE gE= ACY AT y=23.6x-0.0036(R2=1) 2.2 THHUNoH, 7|4 x¥ dEFE(mg/ml)elIL y

= 504l A @Rgole] FFoln),

A AT A= ACSl $ES ERTHEL ueh Frhske o] He) Hglov] PEEssde 149 ¥E
zastadst FARIT F, S 6 O ME WEEEE wolt wH U At FUe PEswst
segon 1ol Fol WEel SelsA geh

MO FHEE

(monolithic) T+Z<I

ol ofsf o] FojAm W= ujx e}

o oug wids 5

< AR ZolE ougtt. 2 =

Fulge vl didete], Ke FudT wEud Aleld EMiAIGFE ovlety, LS FuAT = XY A

A ik ARZ(ATHE Ausiet. Fulde i gad o 7

grol gk AR Ayt oA R wEA BEREW, FEie] uF
™ H

i=4 =1 1o .
TEE v Fude] el gAE daE =gA BEEHIY] Wire R ddH,

T 79 Ao wpEw E kg o] )0 FHge] WE HE (release equilibrium)-& 48A]17F Fof] o] FoRT), whA)
H A8 kg Fulded ©@AE A5 WE vWAR BER A8 AelY BE FEE AREEe ALkeitt.
AxkA 3 CP(0), CP(0.5), CP(1), CP(2), % CP(3)9] K& Z+ZF 0.6, 0.33, 0.25, 0.23, % 0.0991 Ro= 3}
AT, A7) AR Az B odge] )Mo Fujake]l ONC7F o ®o] ¥3 A5E durh WEo] f folsite
AL ougtt. wgk 7] A= N0 FelA shdE Aol A9l R 7E ONC el vldste] Frkette
AL oulsly Kgko] CNC gHaoll A o)&dtts AL oudiey,



[0093]

[0095]

[0096]

[0097]

SS90l 10-2563012

T 79 Avd wE2W 2 owge] &k (NG el HlEste] Frtst. dlE Eol 2 wye] (P(0),
CP(0.5), CP(1), CP(2), % CP(3el &HAE &F d= ACY Hd WEHF (D)= 22 62.2%, 70.9%, 77.9%,
85.2%, 9 95.56%1 Aoz ol Atk (NCE 2 FWo] Ak wh-o| 2E X7]7} f&Ho] gloma Hy|4Ho
SAsE A ok, webA A7) ONCE MO FHA dAle] Hets Sdst wakow o]FAlZ B ol u)
Yo vigy AR 54 AYR =yl "ok, o]y (NColl ogk #3 el Mo FElde] Wi &3
AAE T7M7IA Ha fHeke] S 7w BAED &R dE ACE A71H whdEe o3 FH]de
Rz o e WEHG. A7Fel 98k shdE At st AEH e A7 Aviel wlH s
HAok. webd shdE A8 vheixe wkdEe Julade A71gS PAsHE C
CNCe] gheFo] F7hgholl wet ahde d5e] W& (0 T3 71 =& dcle] Hr.
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