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HARD TISSUE REGENERATION MATERIAL AND METHOD FOR MANUFACTURING THE SAME
ST &
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A hard tissue regeneration material and a method for manufacturing the same are disclosed. The hard
tissue regeneration material of the present invention comprises: ZnQ particles selected from the group
consisting of crystallized ZnO particles, crystallized ZnO nanorods, nano-ZnO hollow fibers, and a
combination thereof, and at least one selected from the group consisting of polycarboxylate cement, glass

ionomer cements, and collagen.
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Hard tissue regeneration material and method for

manufacturing the same
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A hard tissue regeneration material and a method for manufacturing the
same are disclosed. The hard tissue regeneration material of the present
invention comprises: ZnO particles selected from the group consisting of
crystallized ZnO particles, crystallized ZnO nanorods, nano-ZnO hollow
fibers, and a combination thereof; and at least one selected from the group

consisting of polycarboxylate cement, glass ionomer cements, and collagen.



1449544

W HFEREE :

(—)FAFHEEZRXKEBAH & -
(Z)xKREABZAHFRGERA © & -

e AEXHERH FRAREESEASRAHLER

& o



1449544

N~ AR
CL LI EXTLED

ABRAGHN —REABREHAOHBRLYHES
oA -—RAANTFESHAEBERAOHHALY
Y K ik o

[ % AT 4% 47 ]

BATAA R ABREHZIHBRS B - 2R a
BEHAMHBARS  BAPBATHE - - LBF5M4 - -LEHE
RE - -RVHZIAMBEHRRRPHOBRHBEE -

HERLEL BHBETRAEAABETERAEME BT
AFEAERsdE TATFTHOREAHEEBENR  BHFE
B ETREA—HCHEMM ARARLEZFZIHBTEER
BAL BHRBETFTRATHAEOZEASELADHENRR
AHELSHE HTANTHIXTAFHH I a8 EH
Eexm BAMCAMARHEL  Baev kB FRHaHE
HT F B4 F e A LtiaRAEFRIHEDRENLE =
HELHATHAHHG S ESHHH)ZBERRE -
h o MERBETFHREBEAILED Y R BEBpHY A E > &
EREABETROLD FEE o B> B ATH N HBE
FRIADRERREYFRE DEEHSAOHER -

Ho—F @ RNFTESBERAL BRTHFEIAMBASS
£ RENRAEVERS  RELX ETESCAHHMRET
FHRBAMNBR  UB LT EABLLAB @R End
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%o s FTHERHHZBLEMARRBETAY S

FEBEHRHHRAT L - RANEAHHZIRFZ—
B BABERAL - HRaKBEHRLLSHH B

TTER® —REBERL ETERARTE 4L -

(AR ZE]

ARHZIZ AN HARBEREAREHASHH
28 EFE BELABELEASE L AT AL DRAETN
Rtz REaREHESHH -

ABRHZ P —BHGERBEHERAKETHAASH
Mo AR TEABAA TN EREARAKR
mEHNARANTEHERTREHAL -

s titBe  ABHzBRadEAASH B
BFKE AR THSH (A BRE—BELHHE - AL
AY B BH—REBESRER - A RKBRETRARAE
BERAzZRAbY BE&ELHB4KEL—BaAd  &EEIFAL
kB BRVACHEETRE - FRALEFEE -
AL RAYrmamzda HHVELEETRARAZIEAL
% %25 nm-200 nm* K EH AT AEZIHBEALEA
50 nm-1000 nm* 2K AL T EEFLEA -~ FEERE
o BARACSTEF 2R BARL%ASH500nm-3 pm £
e kAt T EEI AL ALEERL X E R A20-200
nm; (B) RA4&LE  BALtHAAZIBERDKRF 2> REALH
HZREX>XBRES  UHARA—BRaAaBREHASH
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Me-ga bl TU/HATAZIRAKEHAZSH A
ok —BitHH Ay BtHHRGFtES —E8d—
L HEBESBEH - —HBBETHR R BREXEGXALGY
Fremm 2w AR —RIbér o st ARFHAZE G
BHAESMB P At 4hiEad £ EHA AR KMA
BoEHEGPACELRE S XRALBTEE - RERS
Mrmaszia £EFYALCLEERBARZERLAE B2
nm-200 nm* & & H A LS x K BB B E B % ABHS0
nm-1000 nm* 2K AL PEEFHEEF —FEZEFKER
BEEFRELSEFTEEFZRBDARZLAAS00nm-3 um* £ 48 R
ZRALBEFEEZLEARNALEGERHLZ AR A20-200 nm °
FER2BR OB EHBASMHALRE X Bdik
REARBRGLAYBENRBLEREIBREAAZRAZ
§IiL8BAE I RAZELEEHA S B ZALAHBEMN
BRRBEEROBERBALHABNFEEARABNE @
TREALAFAAER T AR - an BREEETUE
PmptMAaLstrkn TRAZAKEHA S HESEH A
BREERZIHERE AL BAFAIBRAREAAL
AHBEOEEARABKRZIALE  THNRBRRARDF
WXEEAMHRE- BAX AEAIREKEHA S HH
HAUBRANEFLBEREA  TITHIEE ARETH
BZERETHBRLARL -
RABRAZBEAREHASGHBRLEEF L &
FACSFEZEHaBABEBALE LT EBAmaR &4
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HAESBLELAYALGE T EBEAmEn - i ALER
KRB Z AL A25nm-200 nm

e RABFHZEAKREHA LM B REE T X
POoASAALGEERBRTEAG  ELSAALEHRA -
2R ALEER  $EVALERE  RERS YA
RZBE - BEA ZELHZVEALELEZTLIBRABELAY AL
SERA -

BRNEFEIABREaA MBI RAEYAZIBRESX
-~ LAABtmBEHER R FIABREAAHSH
£ B (praline-rich) L dk M Z M & T H 49 4 M % B & F
By -t RAGFHZRBBECHASHHBRALAES
Y BREONARBEL-FIZBREEGH K - bk
REIABREG BRTIRAZRBEEHAESHH A AR
zRHHEAEN R IRAZGEEHASH B ZIHBMBEE -

ot MABRZREBREHREOHHZ L E % T %
YO BREEORREETTARBETREREEZX0.005~2
wt% B A BRECHAETARABTHEREE 2
0.01~1 wt% o

B REAFHAEBFTzRBEEHAGHHB T B
REOASETAREETREZ Z0.005~2wt% - &#4 4 -
BREOSEAKRBETREEZ001~1 wth o

NAFRHZBRABEHEASMBIHAET P &R
HHESBENTAHAUNARETAZTAARAAEAY
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ZRBEBESEHD K B4 AR K&K T (HY-Bond
polycarboxylate cement)

b RAFA 2B AR EHAASH B ZEK T &
oA I ANE(EZ)E LB HRMRHE -BEH ALSH
ZEFTABRBEBEHAOH B (AL LR A KGR E
W) Z1~40wWth - B4 A AL I ETFEAR BB EHA
AHMHBLEFTZ5~30 wt e Kt A > At EFAHE N
BEHREAMMHAEFT 2520 wt% - ¥ AL B TR
PR ER MTHREZEINAHMIRAKER  F ALK
RERBBLAEE  AWTHRLERLABSBLBERRHFER
o BTRHRERBRABEHA M AL BB ZMFE
RE 1 BB -

(&K% 5 K]
ATFTHEOHREZHDEBET RGN AREAZT RS
X BB UBREZIATTHRARAATABITZIRNEE H
TRAAEAZEAMEBEADK - LA FEAFTES LR E
BHERBTEFANMRETIER » RRLAZFHER DG F
THHARNRSARER  EFHBEREFIHNTRTE
HEHREE -
FIABREa Yt
Ak GERFORENMRZIBENHLUBEBREES
MB B BERBILER - $EAHBLZIBREZT G U334 wt%Zz &
L4y (NaCl):Z R LB > EMNACTARERE > AITHEHEI
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NBREEG  -Mm#Ek BAETLEBRBRZAONABANR
RATHRA mAHNZBREOAEAZTGT TR, #M ik
(SDS-PAGE)R & # 8 % # 47 % (Western blot) » L #| Bf B &
EOZ&HE -
AL (ZnO)& k2 HHE

f£ 3k 1% 18 A 16 £ K 5 T # 7k (chemical bath deposition
method) ¥ # A 1L &8 & K 4 -

W IEH T 0.1 M B2 £ & & (Zn(NO3),, Aldrich)v £
0.1 M & ¥ # w 8% /& & (hexamethyleneteramine) ¥ ; i# &
ZnO & # R f& (nucleation) * TR E R G & B AL - K
BP B RABREMNISCZ AT AR KZnOS A -
B A A A 3500rpmak s 105 5 - UM A 4 R
ARBH 58 - BF O RKRFAEBAKRTLEFALZOR K
oo Mg B

FHATTFEME (SEM)%%@ET » PR A R 2 ZnO % 3k
RAEBNAMRT KRR AR M B ELEZH%H200-500 nm -
Z2XREIEEEZnO)FZEZ U4

£ b 0 1415 A # 4R ’& (template-based method) & # % X
fibsEF 2R -

LA ¥ 4 # (Consumed, S5cm X Scm)4E A B iR © 3 4§ 4% 4
“ 2 3.5 wt%ES BE 4% 75 & (zinc acetate, JTBaker)¥ » M &
HS50°CTF @ B2 BUBRK - BOoBFFRARGZIHEHRE
PO600°CZ AT r PAARTERABLE2NTF > MBRLER

AWEER MNREGBRT AR RONGEHI Y
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g —attm s —aftbs KRELHFERZRBBEMSR
RMTHA/ARKRACGTES -

SEM&EREB T MR ZIFAALETEERA —F
ZEREH  BAZRALSFTZE IR BDAELRESH1-2
pume b4 > SEMEREE T 2R AMLSETEE B A
SGLriBRAAR BARERALSEFZEZALER
KFBRME AL A50-100 nm -
£ (ZnO)E X RZ U H

B0 MBI B 4 B R B O2MA AL BERRES > N ER
T #EHRMBA N -MAERG G ETRY AKF R L3000
rpmEBECE N4 RELELFR BAOANIOEAEARAK - #
BHLEISC— 8 FRIZER Btk »30CHR
NANEFHE 0 F BRI (ZnO)E KK (B P ZnOF K FBA) °

13.719 g &% & 4% 75 #2 7 250mL F &% » # 60°C i@ # = /)
B MR T HBE BB G THBREI00C = /s
FEAELECZO)EXETF -

% 61

& B % B 4 K P ;T (HY-Bond polycarboxylate
cement)(8% & Shofu, Kyoto, Japan)#y # K (B 1t # # )% ZnO
EXRBERS EFYZInOF A BEZXHAWELALHR(BFERHA
RS KFITRZNOZ A E)EEFET X 1wt A ARH#F AL
HEHZRBERAHZARGKRITIRBEZFE)RSE AR
RtvRRek MR- BRABEHLSHMH -
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@t ATEE - Ra&EHMALSHH - B
b ARESAEF IR B EAHA RGO T i
B KPITRZnNOZ K4 BZnOX Xk 4 E R A & F
BEFZ1IWt% -
K % 4] 2
AERzZREABEHAOHBZIEBE T ER T B4
BERBIIBE RTZnO2 A REAFANMEAXRBENRKZS
wt% °
K % 43
ARG ZRAEEHRAEGHBZIHEG I R T B4
REHEBLI4E > RTZnOZ R EHRMERAHEH KX 10
wt% o
K4
AERPZBRABEHASHBIEB T AR T B4
AE®FLI4EE >  RTZnOZ E RS ESLAAHEH K ZI1S
wt% e
&l
ABHIBRABEHAOH B IHE I LR B4
ATHEGIBE R THERAREBESEKFITH AR 8 &E
HWAESHMH > MRKBFWZnO%K K & -
K #% #15-11
AERPZBOBEHBEHBZIEHB T ERT BRA
BEEGIIBE BT ALK HGE KD ET R (glass
ionomer cemens, GIC)Z R e H B L ARBHETFHRARE

10



1449544

BER ANLEBEEB T ZnOREBREINELT B
BHKRZ051~2~510~ 1520 wt% -

Bt RAGS- 1A ERLRERERASHAGE
¥R BETHE - RZInO% X #HEA - A ¥ ZnOX KBRS
Tl AR aREHASHHELEEEZ05-122510~15~
20Wt% °
b & 4 2

AL 2RuSEHAAOHHBZIUE I ERTHA
AREHHS-1148E  RTEHEEARBETFTRAAR QKRS
HMEASHM > MARNZInOF X B|H -

K % 4] 12-14

ARV 2R BBEHBAESHBZIHBE T XR T B A
AE®RPIHEE  BRTEALELHAHKAFIABREZ GO AR
HEETFTRZAAHB MZInOZXBERA SN EALERX
z2wt% BN EREETRH T FIABREGHRIEFEH
TR BAEBBETREREEZ0010.1~1wth

Bt Fram12- 14 B Tz B2aBEHEAoHH%GE
£ RIABEEG - ABBTH - AZnOA K Ba o % ¥
FIABREA S EhARSERETHREEZ 001011
wt%or BZnOZX KBRS EAN AR B EHABACHHELEE
Z2 wth -

H& 3

11
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AUEBUZEAREHBAAOM BV ZIEUBE I LR B A
RE®GFI12-1448 0 RTHEERABETFTRUAZ QLGS
HWEEMH MAIWINOZ X BERRAFIZABEREZGH K-
4 ¥ 4a 5 MR R

£ A £ 8 BEBS 4R 4 F @ B2 (mouse fibroblast cell)NIH
3ST3mp TR A HBEIH KR REFH AL R KR
T E e E (K264 1-4) > Ao AT B 8 4% K PT T &9 B K 56
> BREARBYE Y AYRSLS ARG EBARAREL
ZSmmB B E1.SmmZ R A (T 6] 1-4582 tb 8 ] 1 2 5 48 &
EHESGHHR) BRABE—DEENHUVET2085 > i
FREBEFE  BRAEAN@BRBAEREL  BFER - A4k
EWRAERXHNIHITIZE A BB LT il 0 B ITMTTR
B MR BRHFETE  ERXRLBIHAT -

WwB 1A RLEBRHFIZBEAREHESH B ke
HEEHABHI00% > FPRZNOZ KRG HFZmESER A &S
HWASHHZIS W% 5 TR LH5%2 tafo 575 & - #
W TER2AINOE AR IR ERBEHASM B R EHA
HERBULZ BB TE -
ik % E AR

WRBATI FZ » B EHRH 148 LB ) 12 32 8 & 15 3
BEHMHAFTSHABEL LR AALG mmAE B 12 mmz R

° i ADA 66 E £ A £ LA ¥ 4 X % # (Shimadzu
AGS-IS, Tokyo, Japan)* T R i#& % | mm/ming & -

12
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BERPIAA LR I ZBRAREHASHHRETR
REERR BERWB2HAF -

B2 MEZnOE XA BSOS EH v REBHE
RAASMHPLRREBEELE ZHE o LEREBE T ZnO% XK
HAEREARBEZRS  ETIRAZABEHASHHZ
AR KK -

b oh KR BIS- 11 L B HI22 58 a K5 H RS H#H
HATMBRBREMNR  ER0B3IRB4F~ - £ ¥ B % ZnO
EXBRANEZIHE N BORKRBERBRERELEZ

Wik RPARZnOFX K BARE A2 WI%NES wt%» £ #
HzAaRBERARALBRE -

BHEOBFBETHRAI2- 4R L BBI3ZB AR EHBES
HHEFTRFTBREAR ER0BSRB6HAT - HF 8
EBREGORNWEZ I BARKBRERARERELE
2B HEHYAUBREESINE S BH0.01 wt% B ZnO% 3k
B A mE B2 WSS AHHZRRBERARLAE

BLEERGF Lo R TZnOF K RZnOX X BR TR
AMHZBRRBES  BESOFTWBEEARF T2 R A
BB EEZS R -

L E R R

ARG 148 b B 5] 1 2 48 48 B 1544 4 M H & TR
BMRR £ HER Y RLMKEBB215 (Streptococcus
mutants (S. mutants))#£ 7% » EFE R P BHAHL o T -
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BABILZFTRA 4R B O 1282 a&EHESH
oo UABAREEEAAEAM L AW ARABLS mmA R E
1.5 mmzREK - FRABE—BELEENUVE TF248% » © &
FTHE BHBERORBHSEOGHEF > 82500 mlx
PRGRARERETB LA AP RAERKBBEIRIEK
#1 ODgoonm 8 4 0.03 - M4k » HH @R F XM 1-452 1L
BUlZR R EHEAIH L fEE SR 460H7
Fif & o

WB7HT MEINOZF KA RN E I WBHFT
RFOLMZER - EZnOX X 2 H T AHiBS wt% (K 2% #]2)
Mo TREINBEI O @EFTERA  HHNREZInNOR K &
HhBEARBBIS Wt (BT > @B HFFE2THRIKESO
LF »

o sh 0 BHHETHRHI12-14R L B HI3 2 A 8 & & 4 4
EHF o RHEBMBAFEETEDBERAR - £ Xt
B 8-

HEmE ABFHARBZIBABEHASMH £
AN EZZnOZ XA M TELRXBEREAHLBEMRT K
RABABEHEAEOMH A ZIHREEE - B REHZE
EREHAEOHH  BRENIERFHAKRZ AL
H# o TRARGEECHBASGH B IREAR  &mEA
RREE2ARL R FHRBEHARL -

14
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1056 Fr2 a0
B MSTASKEER

Li?mﬂ@%%Tﬁ&%%ﬁ 5] @ & K E A AR
FRZHANEBERRYHENEBAmEALE > MIELR
H bl Ak ) o

(B XHERA]
Bl1EAZATHEAIAR L BB IR a B 5 HE4HH
ZAEMBEMRRBEAERE -

B2 A ATEFI-4R LB 1B aREHELSH B2
REBBELERB -

B3RABEATHEBS- IR BB 2B AREHESH 2B
MLk EEERE -
BA4RXBFATHEBS-IIRLL BB 2R aEEHAELIH R
BHEBEERE -
BSAZEARTESI2-14R LB BIZHEABEHELIH B
Bk ELERE -
BoRFEATHEFI-I4R LB FIIR ABREHELSOH B2
BRE®REZRXE -

B7# A AR a8 EHASHHBIRABNALRERE -
B84k A AT H 12-14 R b 8 )32 58 48 @ 15 4 48 4 #
MZAEDBEHHERRALERA -

[ 248K ]

& o

15

-5

e gt -
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£ 101137418 SRZIER

WY H w8 @‘Jllii;j

£ FHEAER

., — R aBEHASIHBZIR_ET R XTI S
B

M)ﬁﬁ’@%ﬁﬂ&*i%@’%?ﬁ@%ﬁﬂ%

—EA B —REHBESHBEN  —HBBETRR-BER
FamaRze ABALEKES—EAD KL ST
fibér 2k - 2RACHTEE RERSGHAAEARZ
e RSP ALELEREIR ®EEL %A AH200 nm-500
nm’ Z2 KA TEEHIABRBERACET KBRS
REEFE - FEEREH  BZSFLXRALSEFEETZIHEG
H 4 1% %4500 nm-3 pum ;

(B) RA4ZBILHHRZLAILSE AR —BRAaBKE
A A MR

2. WY HFAHARLBRIAAREZRMET E > K PHA
8 A KBk A8 4% %H200m-200 nm °

3. wEHEAHERE AR B I LETE 0 P ER

B 4 3 B B % A — B A B & K F] T (HY-Bond
polycarboxylate cement) °

4. WY H FHNEBRIAREZEST L RTHB
EEan Kz EshhrdRadERaAedHEEEX
1~40 wt% -

5. —~HRAaBEHAESMR A8

16
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P 101137418 SRETFH

—BieHH - R ZELHAGE) —Ead—RH
BREHEYN  —HBETE R-—BRZaIRSH S K
A
—Afts APHALGEHKRES —EBad HLETEA
b FEAfE  FRACGTZEET - RERSHAMARIH
B BEEVALHEFTRAEAZIH @ ERH%A200 nm-500
nm’%Zé‘f?%ﬁil.w%‘?ﬁ%%éiﬁﬁf@?ﬂb%%ﬂf%ﬁﬁﬁfréﬁ
REBEA-—FEEREH  BEZFRALSETEEIRET
® =44 4500n0m3 pm-
6. W FEFIAN LB ESEmA IR AR EHALHM
o R PR AR BEHGEAE - R oK T
(HY-Bond polycarboxylate cement) °
7. ¥ F EAN LB ESAMEZRARERASH
HOEFEBREGSCELAZIBRAKEHALSLH L E
g Z1~40% -
8. WY HEHLEBARASHRAMEZRABRELMAH &
. P AL S EFERNZ AI®14%4 520 nm-200 nm °

ACBRX GFRTHR):

17
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e NN

2 InO%& sk FEp R (wt%)
BREaEE(Wt%)

~RAMIIIINNY
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0 0.010.1 1
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ta B 17 7% £ (%)

120

100 +

80 1

60 +

40 -

- 0% Zn0Z%& K4
-0-1% Zn0% K 4x
5% Zn0%& K4
- 10% Zn0Z K 4x
-+ 15% ZnO%& K4z
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1 T 1

= NQ@INEY
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