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Phosphate Invert Glasses for Biomedical Application

1. 1T BIC

MR CTHERYINCE LBET D ENREENAE
RIEPEH 5 2 (Bioglass®45S5) 1% 1969 4£1Z Hench
IRk o THE S, 1985 FRICE RSNz, 2D
T ATEEE ERMEFEREEEED, s
DUABBRANT T LA T ATI Y MR E R L,
BHAEZEELEED ERESNATVD D, H5HTE
DR A A 1%, M & N LB R & oAk
BREZRESEL20RBDH Y, ZOBEA 40
B 2EHT 5 2 &%, ARME O BE#EL~D
HERKIEDO —DOTh D, H 7 AT E RHH
WL EE L ZENTED D, BHEA A0 DR
HHZEB I AR AR T h D,

U BT T AE T A BT T A L L, @l
ROME BEHEER W2, kX 725y % TRV i
FACER LA T AR ARETH D 39, —i
BINZH F A1, #EBHA (Network former, NWF) J%
sy LB &R (Network modifier, NWM) %5y TH
MEND, NWF X, H T AOEHKEHEKT S Si0,,
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P205,B203 2 ETh 5, U VBEEA T A TIE, POs U
RN/ NORREMN TH Y, R0 =2=v b
EIEEND (n=0~3,n IZVUERICHE ST 5206
FE, KD,

VBT T AT A BRESOR U BIE T T AT
A, NWF D 220 BT T 2D fER
WATRETH 5, WH NWF 23D 722 Tl a
WIRIC L OVRBCH T A%ED 2 LIXREETH D
23, TiO2, Nb2Os 72 £ NWF & NWM Dl 7 D 15
ZRART L P YEBATH LTI A
LG 25, TDX DT A%, hHEERHLL
Sz NWM 728 NWF [f £ 2 i U-tigs & 5, =
DX IGERFFON T AEA L N— T TR L
MEOR, —fEIZHRRR O NWM &4 823 NWF L 0 %
U3,

U A = N T R, B DOHF A
e Z ERAEET, PHB ORI L Yk
FWMAEOEZICHETE 52 &b, WA
> O HMZEEHIEN AR 2B L B BN D, K
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Fa L, AR A R S 2 WA 4 DR
DWW THTHLITHRAT L, A RAE o Ebg e (b~
I R A A VRINL Y A L N— N T T R
DIFFEHEFN WS 5,

2. Bioglass® & #1412 X B AR E
2 & DA KSR E
1A, 55 2 MR A R BN A R A
(Biocompatibility) & A% M: (Bioactivity) |27 H
LTz 2, AEiEEME &1 ALOs D X 5 I kT
(22 CHHE R OIRHEB B DIV MRk S A L
RUVMEB 2R, ARRIEVE & TR I &
DAL K0 A G T 2 ME AR T 9, 3
AR D AEERBENT, B SRR I A R Rk~
BENTHZ LT, BB LV 2GR —
R&2JEMEALT 5 2 & TR LWE R OB EZ 2
THETH D 2D, ZOREHRBNS, AV
= )
(46.18i02-24.4N2;0-26.9Ca0-2.6P,0s, mol%) 73 &
% 18,

BRI 2 (SRt & D0, AR, Al
b, GIRALOWRFE % 8 CTHHMME TR T 2, Ol
FRICBWTRR R Z X7 BB BERERICHEBL L,
— R aT—HF L, TAHIVRRAT 7 Z—F
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(Alkaline phosphatase, ALP) , A AT A K F

( Osteopontin, OPN ) , & A 7 &+ I L ¥ v
DIATHBS 5 2,

Bioglass®2> BIEH L7c 7 A8, LU A, AL
FUCEEAT U, A VAU UERERTF I

(Insulin-like growth factor II, IGF-1I) D3&H % [ _k
SHHI LT MEEFHILOEIE A RE ST 19,
oI, BIFMasbv—I—Thd ALP BLT
AR~ —T1—D OCN REAM EL7ZZ &nb,
BT DI R S iz 119,

Bioglass®1 3 1 ik O (R LAz 45 87 4, AlE
180, MRRAAER EOREDRR DD, T7 AND
T B A AT Ko T N B R 1

(Vascular endothelial growth factor, VEGF) , Hik:t
FRAE AR E R (basic fibroblast growth factor,
bFGF) Oy A b SR MEFA 22 L, ik
& - MAEHAEEREST S 2 & TRBIERZRT &
WEENTND 419,

, W T A B E U A~
ENDWHA AL - C, BETFREOMEIC
F 0 ERBEREMEE S LD,

(Osteocalcin, OCN)

ZDkOI

2.2 A AT X B AR RE (R
B RS54 L LT, Mg, Ca, Sr, P,

g\{g:;:-jﬂ_-j
& ~J

1 Osteocalcin (OCN)

Osteopontin I(OPN)

kaline Phosphatase (ALP)
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Nb, Si, Zn 72 EAME I TWD 17D, Mg 1 A 1%
BOMBEICRS FZEL 9, Mfalicnw s 1>
A 2D, Sk B ERE L, FhIC XD AKX
WHRESE D, EITERICBVWTL, 74712
XTI FURFIRTH D o5pl-, Pl-A T ) &
W22 L CHilaEgEELm LS5 ENRH
ShTwsd 2D, Ca, P A A4 NIKET ¥ A b
(Ca1(PO4)s(OH)2, HA) D E72HERR /> T, £
TIXBIERL - BRI O FHI B A JET 19,
A A 1% IGF-T B LY IGF-TT O%BlZE M EEw 2
L TEFMROREMEAfEE L 2, Midoa e
fpush~ kU v 7 A (Extracellular matrix, ECM) @
ARACEARET D 20, Sr A AL, BT T L
HIZ R RDOTEMEARIC & 2B M om Fx &
O ALP {EMEM 112 K 285 Ml o b2 n 2,
B MR RTBRAR Db & ET 5 Lo Z2D%)
BRHD 73, HEO Nb A 4 ATEFEMEOS
b« AIRILZAREE S 2 323, Zn A A T BFAK
BLHEIKICDOMFTHE TH D 39, ALPiEMH A M L
SHDH I ETHIFMBO AR S5 3539,
BERORELSNZ, MEFEELETA A
PEM A R T A A BRESR TS, Cu, Co A
41X VEGF D4y w=e, {KHe KSR+ -la
(Hypoxia-inducible factor-1a, HIF-1a) FEH % {233
5T LT, MEHELRTERESNTND 3739,
F7o, PLEMEZ R A A & LT Cu, Ag, Zn D3
ENTVWD O, Ag A A3k bIKS AnSR T
HIHEMEME TH Y, 7T LE - BYEEICRB N T
(IR B AR CHUBME 2R 49, — 5, BUsiTE % R
T A A IEFERFSIENE P& TRRRER S 5
7280, MPBR B O BRI 1L IERE 722 5 H & 0 il 73
WHTH D,
DX, B A ERWD Z L TARE
REDARMECHUE ME D FF 572 &, AR B B hE

Ca

-22 -

{ERARETH D, Uil A v N— NI T A
Bex 2l &R T 52 L NAlRET, MO R
M 72 2o R B L DRI K 0 A A &
NEBICHIETED Z LD, A 4 Oftih
e LTEBNEMEIEEZ NS,

3. UVBRA U N— b H TR
3.1 CaO-P,0s-Na:0-TiO: R U V¥R A 73— |
A

Y g A 73— k' F A (Phosphate invert glass)
I, velom@g (Q)) BEUA LMY VR (Q))
DFNY VR =y DB ENTT T ATH
D, ZOMAIEL 60Ca0-30P20s-(10 — x)Naz0-xTiO2
(mol%, x =0~ 10, PIG) TH D *, TildV FRIEH
Z AHT P-O-Ti fa &AL, Vo By N—7H

BB THZLITLD 40 T AR &
OMBZEMAME A ] S5 749, PIG % 850 °C C
BERE STk b 7 A (PIG-GC) 13, & & B
B A RTEE AR R B e R U U LT

2 (B-CaP207, B-CPP) BLOpHLY v =

¥ L (B-Cas(POs)2, B-TCP) #EdFHA Z A TV D

44,49,50)
o

Ty

BELAHE  (Simulated body fluid, SBF) 1, % 112
FTRDICEE A A RELE PO 2R
LEIICRE LI, Milae s o R BEaeEERy
KB TH % 5159, HA \Zx LifaFn 72 /KK C &
v, BB MR AL 7 SOGIT K B BT R K
A MNEDRREA M T 5, SBF IZIZHE L7
B FE i IZ Si-OH, Ti-OH, Zr-OH, Nb-OH, Ta-OH, -
COOH, POsH2 72 EDMFAET 5 &, HA DJERAME S
N5 EbREHIN TN ),

2{# L7z PIG # X O PIG-GC DF [H Tl
Ti-OH % Eplsy & T 27 NVEDFMIZE Y HA @
HrHPMESND Z &b, ARIEEZ R TR L

SBF (Z
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F1 R E BLURTE (SBF) DA A L REE 5
RE /mM
Na* K* Mg?* Ca? Cr HCOs  HPO4* SO4*
R 142.0 5.0 1.5 2.5 103.0 27.0 1.0 0.5
AR 142.0 5.0 1.5 2.5 148.8 42 1.0 0.5

WS D 349, 2o, ERIEHEOZ L
Bt~ a—7 4 v 7B L LTOISH bgF S
72

SREFRMELE LTASKHWONTW S FF
EFEEOEED OB 95, Ti-29Nb-13Ta-4.6Zn

(TNTZ) (I5EkD pAIF ¥ A&~ AREIC
IOEREE (K o 7'58) Z2oRd 5859, INTZ %
[fIZPIG &7 4 v 73— 47 L 850 °C CTHML
B45Z LT, INTZ RE~BEZCA—T 4 TR
FRETH Y, TOIEEIFH 10 ~ 20 pm, FEGHREIT
26+5MPa ChH o7z, ZDa—7 (> 7 BIL, p-CPP,
B-TCP, TiO2 (rutile) % & TefbhAR & %8 A 7 AFH )
LR & Tz 060 PIG Ta—F 47 LT
TNTZ (2% L BAR DY ¥ & W= BimERE 1T
LA A1 AR S B E
T ORI OB SN, 612, HASFERICHE
EICEE ZNTEY, invivo IZB W T HENTZAER
EMEZ R LT 4,

32 BIERIREZ BB L Lic) VEBR A 3 — |
T A

AR DEE - ¥9hE - b A RES T L Z L2 B/
&L, Z H AN L = (60
¥)Ca0-ySr0-30P205-7MgO-3TiO2 (mol%, y = 0 ~ 60,
PIG-St) 7 7 AM#HE I LT\ D ), PIG-Sr 1%, #
T ATRBEDIE B, HT A L THE LZ~ D A
F AR (MC3T3-E1) OHE - Lotk
NRHNIZ,

Mg, Sr

-23-

AT ATREE (GD) L%, 7 AL LT &0
BCHY, BT AOREESHT (Differential thermal
analysis, DTA) OFERNSHEBND, T T AEB A

(Ty) LAERER (T) HHROBEZENTE, K
KTRIND 9,

T, - T,

GD =
Ty

[K/K]

A5 R T A D GDIEKI 0.25,7 mol%? Naz2O
Z&HT 5 PIG ® GD 1% 0.04, PIG-Sr > GD 1% 0.08
BECTHD, £z, T AEERICB T LT 4
DFEETIDFEIE L LT, Dietzel ) HIEE SN ER
5% (Field strength, F) 23& %, ZhiL, 7—nv
NEFHLT DL THLIL, RATRDDZ &
MTE D 56,

Z

F = d—; [valance/A?]

Z NI I F A OMET, d 13h F4 2 LBFEMOIE
Bt (A) TH5D, PIG-Sr (2B T, PIG FOERIA
FEEDEV Na (0.19) %, @& Mg (0.45 or 0.53) 1
BT 5L TED OB ENRRLNTZ, £, Mg A
F v DI & D - IO REN R Sh,
St A AL DEAIZ LB ALP IGHEM b B o7 9,
W2 L7z
60Ca0-30P20s-(10 — z)Na20-z2Nb20s (mol%, z=0 ~ 10,

PIG " @ TiO2 % Nb20s
PIG-Nb) 7 A 2B\ TIE, GD 725 0.07 75 0.10 %
T kL7, Nb iZH T AH T NbOs UEARE 7~ 13
NbOs NEEIZ 72 5 23, Nb2Os & A BEDEINZ L,
NWF & L T#< NbOs DENHIN L, Nb-O-P #5&
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BT B, T E 72 Nb-O-P fEAICE Y T =
DALF A b A E L7z 690, PIG-Nb % #&fafk
% L, a-CPP, B-CPP, Nb2Os & Z e d b/ 7 A 235
5, SBF [R{E14 12 HA OFASHER S iz ), &
512, PIG-Nb | CH:ZE L7z~ 7 2B AR
(MC3T3-E1) 13, Nb2Os & G H L7RWA 7 A~
ALP iGN o7, £, MEDO Nb A A %25
A9 285 (3X107 M) 12 THHE L7 2Fm kR
AIREIE, ALP ISP AIRALDFRIE L 72 D T V3T I
A BB\ T, Control (Nb A A REFHH) 12
AHEICEWMEE R LT 3,

U VERYEA VN— N H T AT Mg, Sr, Nb %3 A
THIELT, HTANLHEHTLIZIbA AT
LMl OEEE - HIFH - S MR STz, PIG I
P-O-Ti *° P-O-Nb i & DAFFEIC & D B T2 L Fi A
PEZIRT LD O, RN TREIIMATE L2
BEIEICH G TE 2822 A ME S LTI
HRNHIFRECcx %, 2, &AL 770 DA
Ry B —EEH T AL LTHWS &, Bioglass®? X
INVRIRVENIEF @B NA T A L 1T B2 23510 T
DIGHNRE 2 Bivd,

33 HiEtEE AT VEREA U R— T T R
PIG-Nb (IEEALTAL AL RT 2 L b, ik
BRI B OHIEARD B D HUENA 4 D Ag
RInAF L EHEANTHHTAME LTHEATH D,
CDOHTAEERA LT TV h~DANR Y X —
e LTHWD Z LT, REIBKRNICEE LR
DM Z BT L 2 LN CE D, 22T, A
B O A0 % A L 72 60Ca0-30P20s-(10 —
a@)Nb20s-aAg20 (mol%, a =0 ~ 5, PIG-Ag)H 7 A & 1E
BT L 25, ENTALEmIANE, FUEME, Ml
HitEE R LT 99,

WAL Ag i3, NWM & LTU U frL—FIiC

_24 -

BALL, $3H T AD~ Y v 7 ZHIC Ag T/
kit-& L THM LT\, PIG-Ag ETHAE~YD X
DIHZETED DR L7 il 2 558 L= &
25, Ag DFEEZH 0D BT RIE Ok % R
LiZZ Emb, Ag A 4 v OYRIIC X I sErE T
e MfEAEE TR TZ E BN bhot, EBIT, 7
7 LEMEE O KB (Escherichia coli, E. coli) , 7
T ABEE OW AT R EKE (Staphylococcus
aureus, S. aureus) 2k L,1~3 mol%®D Ag0 &H
L7z PIG-Ag I3HTEMEZ R LT,

U BT T A Zn BEAT D &, ALEmANE
X GD A LT 5 979, 22 (2Tl K 1T, Zn
A F T ERRRER L OEEE R RIS, &
YaBhlk MORBHRTZ END, WE A T T v
P ~DHE A Sy 2 —liE L LT oD R
T& %, bZnO-(65 — b)CaO-30P20s-5Nb20s (mol%, b
=0~ 65, PIG-Zn)H 7 A%/ER L& 25, GD 1%
022 THV AXMBRD Y VBT T AIZILET 5
E%R L7z, PIG-Zn 1O Zn I NWF & L%,
U ERT N—T L P-O-Zn fEGE AL, LM
PEOH F b RSz, PIG-Zn D Zn A A U EEHIRIT
0.1 mM BLF &5 IEFIC D RO FLPH CHiliE © X,
RIGE B L OHOT R Y ERE I L THRME 2R
L7270,

LLED Z &5, PIG-Ag IXFEF 1T 720 Ag D
NI XD LT Z R U, M A <0 O b2
IELH LT, PIG-Zn 1, P-O-Zn fEAIC LY
(LM AMER OV GD 3 L, ¥ LTz Zn A A
N K BHUEMEE R LT, PIG-Ag, PIG-Zn (3B 72
LM AME L PUETEZ R T2 D, RV
T RDAR Yy B —EER T AL LTHWS Z L
T, MEASEIL D b AARBIBICRE W CHE M
ZRTZEBHIMGTE D,



3AMgEAIZL B Y VRS VN~ T TFRAD
iR L OB HREES~DRE

Ak L7z & 912, Mg i3S - 8958 - o0fk - A
AL ZARMET D28 R &R, F72, Na2O & 7 mol%
EHTHPIGIZBVT Ca T Mg IZBEHRT S
&, GD 73 0.04 705 007 £ TR ETHZ &0 7,
U VEEEA VN — N T A B mEbRE L T & S0k
EWx 5,

AT ACHANWDTHEE, 3.2 ([T LI-EBRRE
(F) O THETHE, F=0.1~04 % NWM, F
~15~20% NWF, F= 0.5~ 1.0 &g & o
HITHZENTEDY, Mgidh 7 AHRT6 72l
4FNLIZTHAE L, T DOERMREL 045 £72130.53
ThDHIEND, 4 FMLOSE B E LT
ST HZLNTFRETH D,

MgO-P20s D " [%4535%H 7 AZBWTC, T AH
DY UBEHOEINEL 2D &, Mg O&E N
NWM 7> 6 NWF [ZZ1{bT 5 L @iE SN TN D B,
00, Q) DN U=y F DRI Y v
BRtEA 28— N T ZIZEBWTC, Mg 13T B e
ELTEIK ZENAIRRTHY, I AMEE~KE

REBEEZLDLEEZOND, £ T,0750),0
XSy & 9D CaO0-P205-NbyOs 52 7 AD Ca &
FREIZ Mg ~BHL L, 77 A0MEB L O A4
WRHHZEETNC DV TR L 729 2 4395 7570),

OF & Ffsy &3 2% A 2 M H 7 A (MPG) O GD
1%, Mg A B0V E LR, 0 BEIT
Q) & LRIy LT D ErEL (PPG) , A /b A

(OPG) @ GD 1%, Mg & Ca 23474 DHAIZ T
Ktz =4 (K 3),
BLOOPG IZBIT D GD OZF& N R DD, Y
YT — T OREICRRT 5, MPG X QF M E
WA THY, U U BEREVZDEA SN D MglE
NWM & LT, GD o LIxERBE (F) O

MPG & A > /3— FMERK D PPG

GD
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04

Metaphosphate glasses (MPG)

03 |

02}

A Pyrophosphate glasses (PPG)

@ Orthophosphate glasses (OPG)

D L L Il L L L
0 20 40 60 80 100

MgO substitution (%)

3 A ZFAR(MPG), E EHE(PPG), AL LA
(OPG)W 7 A D MgO BIRIZI51T 5 A T AR AE
(GD)
W Ca (0.33) HEWV Mg (0450r0.53) ~DEH
LD, WIARy MU= PRBEIZ/R D Z &I
BRT D, —F, A 73— MARO PPG & OPG 1%
O, O WMATFF N Lo THUFENTMEETH Y
ST Z DRI F A T RESHEBEEIND,
2T LD TF A 2 EBGT 20T A%, Hx
BRI T D HRED T A R
(Mixed cation effect) | Z/R~7 7779, Z OFhFILL
TOZOBRZDORRERE SN TND

D ISVA AL OBBIER, KE0A 410k
0§ < MRS ISR K> TIE F 5 7,
@ A AL PERAF—MCLERYA FCAF
L, BEVOBBHRKELILESS - & T,
BN X AR R — 8L L 7 2 T8,

PPG,& OPG 1%, H T ARGEN T FF » DE % K
XL ZIF DT, GD BT Ca & Mg 3535
FLARIC CTIRG I T4 U Fm B b iz 7579,
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MPG D P A 4 A B, Mg & A BEOHIINICHE
WBAME AR LT (B4), ZAUE, Biko k51
BRBEDRE Mg ~DEBENP T T Axy U —
7 b Lz Z LSRR T 5, —77 OPG 1%, MPG
EIIRXOEMEH AR L, U UEBEA N —
NI AR TMgIL ) Vg L— 7 & P-O-Mg Ot
BEIED T3, OPG F D Mg &4 B EINT
BT, U VBB 7 L —71E Nb L0 Mg &EE
LR < 7220, Nb-O-P f& L ¥ Mg-O-P & Mg-O-
Nb #EE 2% < R S 11D 79, Mg O ERTREIL 0.53

(4 BAL) THDHIZHNb L 1.50 4 BfD) TH
v, VBRI N—T LA LT Mg-O-P #5413 Nb-
O-P #5A & D AEATRENTIV, & 512, Mg-O-P f54&
1T Mg-0-Si #f& LHEELL, KEEH TES K
SREEND 88D, I 5T, 0PG X Mg &A EDHMN
WV MEZETAMERME T L7z, PPG O A A U iaH
#(X, MPG X° OPG |2 b~/ & < Mg & &ICBIf%
2 <IFE—EDEE R LT,

20

@ Orthophosphate glasses (OPG)

Metaphosphate glasses (MPG)

P released (%)

A Pyrophosphate glasses (PPG)

0 1 1 1 1 1 L 1 1 1 1 1

0 20 40 80 80 100
MgO substitution (%)

4 A ZHR(MPG), v ufEk(PPG). A/ MR
(OPGYH T A D Tris fEEEIKIZIE 7 A% D P A A
VR 2 T

U VA X — NH T AL, B ) CEREE D
OIS, DT AL ORBERELZITHZ L
D, CaxBRIREDR Mg IZEBRT D2 L TH
TAFRy NU—7 BNigE & 720 GD O\ ERRS
Niz, L, Mg DMESRMIZY VBRI N—T L ik
BEEDZ LT, KEEP TR S LT <
20, A FUEHROM BB RS,

ZDOEHZ, VA N— NI T AIZEBN
T Mg I ZFEFITHMIR O A TR 2 L0 n, AR
AT A DHERFT DL 72 2 e RITRD EER
LD,

4. ANVENY By R DR END Y VERIR
A= HF R
41 ANV ) VBB T A

PIG @ Q,!, 0,0 & &IFHI 70 %, 30 % T 573,
3.4 12Tl 7= OPG 1349 30 %, 70 % &, O % Fhk
BETHHITATH-T, £ZT, Mg DEAB K
WREDFAUHRIZED GD om EBRR BT
OPG ® Ca:Mg=1:1 /00, VUEBET T AD
B L 702 P0s DERRE S LI S /1207
2 &% B AL 2. = 08 FE,
37.5Mg0-37.5Ca0-20P20s-5Nb>0s (mol%, OPG-20P)
HT AL Qp DI THERL ST R 72 77 7 AT
Hotz ),

OPG-20P DT~ AT FLinGg, Q) BEL W
NbO4 IZIRB T2 =7 DR 6N, 3P vV y 7 fA[H]
iz [ (A A% S LI (Magic angle spinning solid state
nuclear magnetic resonance, MAS-NMR) 75 % 0,0
[ZIRE T D B — 27 ORDBBIE STz, OPG-20P (3,
P-O-Nb X P-O-Mg fAIc & v Q)0 7' /v — 7738845
ENTHEET, GD X 0.13 LHERD Y Rt A 2N
— NI FZAXVEVMEZ R LTz, SHIC, T2 3 M
AHNTEY P, Nb, Mg 28 NWM & LT#HEIZ L,



BHEOF Y b T — 7 iR IAE LTz, £ LT, 0PG-
20P DA A IEHEIX OPG OF 2 %R LTz, &
DEHIT, Mg DEBEABIWNEAN T A R ETE
ALH T AEEEHET 52 & T, GD BLUA A
YRR ETE S,

42 ANVRTA ) UBIET T A

—WRHNZ T T AR T ARy NU—2 &Y~
Bty NU—ZNEWCHEAL, W—RhT7 2%
TERL 2 Z L3 LV, Si02-P20s %A 7 A
TIL P20s EA 5 5 mol% E Tl Si-0-P &% 1ED
V)= 77 ANBoNL0, TN LTI A8 -
VUBRy NU—2IC3EIN5 8, LT, &t
BBIETIER LAY VBT 7 A0 % I,
ALKERD T AW - ) VBT T ADFRy NT—
I REEOFIZ A N Y VW - A BRE DL T
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WD IS & ST D 8587,

4.1 |ZT/R L72 OPG-20P 1> Nb % Si [Z{EH# L
7= 15MgO-15Ca0-8P205-48i0> (mol rate, PSG) 7
A%, Tv AT R MAS-NMR DOfEEN D
O LAN T AW (0s”) DB ENTEY (M
5) , GD 1% 0.10 LHERD Y VA L oN— v T T
ALV E»oTz, 2FED Q0L OsH Mg & Ca A
FUCKVBEBENTEY, VUBREEZIEIA
el O RBEEELF 2R WRRNR T A TH D
), PSG 10 Mg, Ca A A 1%, &4 BT Osf,
0, LA L, Si-O-Mg, P-O-Cafi & 2B+ %, PSG
DIRHENL, OPG-20P &L~ 25 5 ThH Y,
oA A RHBEZ R LT %, Lo T, T 5 Mg,
Ca, 7 A WA F N2 K DB OIRMERE Z A
LML L TOISARHIRTX 5,

(A)

Q,°

Intensity (a.u.)

0
QSi

Ql Q)

0O-P-0 bond

1300 1100 900 700 500 300
Raman shift / cm™
(C) Q0 ['P]

Intensity (a.u.)

Intensity (a.u.)

0 -50 -100 -150 -200

Chemical shift/ ppm

20 10 0 -0 =20
Chemical shift / ppm

5 PSG D(A)T~ > AT kb (B)¥Si 8L TY(C) 3P MAS-NMR A7 kL
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5. BEMEERMEL LToRH

BT, 72 A NORRINL 2T — T
7 A N— ORI G72 D B EREE R R T ), B
DIVEREETE & L 0 B OB (B'E) (238
PRI D 0, B OBLRAESEILE % B
FIZEHZ & TR THD N, Lo T, AEH
Bt BB HMin oBLS G A IS5 Z Ll kY,
Bk L7 B #ik O LR KO, TR 2 B
WZRHET2 Z LRI TE D, BERBIOERRM
OFFEIEZ BIETHEIE LT, AoMiER Y ~
— L LTI b THEARY FEE (Poly L-lactic
acid, PLLA) &, 42 R LTcA A EHIC L 5B
BARHEA RSN D PSG Da v RV y b, =L
7 hu A =2 ZEICTHER L 72 PLLA/PSG B[
Ty AN—vy bRBESL TS (K6) 2,
BLIA 7 7 A /A=~ B, BREERE 101 + 4.0 um
Ta Ly & —[EERJF I E Lt 10° LN ORHEDTFE
FEHRIT 18 % ThH o7, 77 A=<y b LT3
AR 2 L 72 W) ACE 2R 2 46 PRl L & oo
SAiE RO A, vy X —EEEST IR L+
10° LINOMIIa O FEIEL T 86 % L IEFITE -
72. 157 1 H 141X Control Td % PLLA Fdl[A] 7 7 A
N—< v MIIH PLLA/PSG BLlf] 7 7 A N—< v
F ORI N ERICSE N2 LD, Mg A 412k
D MfuEERE Om ERENLTZ, S 51T, 3, 6 ARE%
{28 TH PLLA/PSG Bl 7 7 A /=~ v hAVE
NAZZ WIS AR L2 2 & 226, Mg, Ca, 71 1%
A A AT K DB DR R S T,
PLLA/PSG BLIA) 7 7 A /N—~ v ME, TDOHRSY
PETEIRIC £ 2 MR ECAH IR N 2, PSG DEE 7= A
I U RHERIC K A MO BE TR LIZ L Y
L b R A T AR RTREZR AR & L C IR
T&E 5%,

-28 -

X 6 (A) PLLA/PSG [il[H] 7 7 A 73—~ > ~® SEM
GH, B) Bl 7 7 A /N—~v v LT3 BEEEEZD
PR 2RI O S e Yt B FL

6. XLV I
AFGTIE, FEx OB A 42 ) Ui A LN
— b H T RTEAL, EEMEO EEEL A A
TERFFE A BN OV TR LT, U IRt A 2
—hIZ R, V=Y FOBRESTALE
AT D P I h F A NCL>THT A
F v bV — 7 EOHIEAFRETH D, Z O
IZE o T, HTABHEE (GD) oA A R HAEN
HIfE T & %, #x1F, PIG-Nb, PIG-Ag, PIG-Zn %5
VMBI APEZ RO Z & D, A 4 v & i
WH U RHIRIC BT 58 FAMRECHUE M 147
T& %, PSG IIA A IRHENENTE Y, A0
WRY v—bariRyy MET 52 & THELRE
EMELE LTOIGHBEIRTE S, 20X,

=



VR A L N— N T AR, REERIENC K0 AR
RABCAEDEIMEBERABPAETHY, TOIE
MABHFFTE 2,

51 AR

(1) L.L. Hench, R.J. Splinter, W.C. Allen, T.K. Greenlee,
J. Biomed. Mater. Res., S, 117 (1971).

(2) L.L. Hench, J.M. Polak, Science, 295, 1014 (2002).

(3) BRI, NogA~7 Y T, 34,66 (2016).

(4) KEFIH, &

(2017).

[H. %%, Phosphorus Lett., 88, 24

(5) A.K. Varshneya, Fundamentals of Inorganic Glasses,
Academic Press: San Diego, 1994. p. 27.

(6) L.L. Hench, J. Wilson, An Introduction to
Bioceramics, 2nd ed.; Imperial College Press:
London, 2013. p. 1.

(7) L.L. Hench, J. Mater. Sci. Mater. Med., 17, 967
(2006).

(8) L.L. Hench, J. Am. Ceram. Soc., 81, 1705 (1998).

(9) T.A. Owen, M. Aronow, V. Shalhoub, L.M. Barone,
L. Wilming, M.S. Tassinari, M.B. Kennedy, S.
Pockwinse, J.B. Lian, G.S. Stein, J. Cell. Physiol.,
143, 420 (1990).

(10) I.D. Xynos, A.J. Edgar, L.D.K. Buttery, L.L. Hench,
J.M. Polak, Biochem. Biophys. Res. Commun., 276,
461 (2000).

(11) I.D. Xynos, J.M.V. Hukkanen, J.J. Batten, D.L.
Buttery, L.L. Hench, M.J. Polak, Calcif. Tissue Int.,
67,321 (2000).

(12) LD. Xynos, A.J. Edgar, L.D.K. Buttery, L.L. Hench,
J.M. Polak, J. Biomed. Mater: Res., 55, 151 (2001).

(13) G. Jell, M.M. Stevens, J. Mater. Sci. Mater. Med.,
17, 997 (2006).

(14) V. Miguez-Pacheco, L.L. Hench, A.R. Boccaccini,

-29-

PHOSPHORUS LETTER No.92 (1%, Jun, 2018)

Acta Biomater., 13, 1 (2015).

(15) R.M. Day, Tissue Eng., 11, 768 (2005).

(16) A.A. Gorustovich, J.A. Roether, A.R. Boccaccini,
Tissue Eng. Part B Rev., 16, 199 (2010).

(17) A. Hoppe, N.S. Giildal, A.R. Boccaccini,
Biomaterials, 32,2757 (2011).

(18) T. Okuma, Nutrition, 17, 679 (2001).

(19) M. Takeichi, T.S. Okada, Exp. Cell Res., 74, 51
(1972).

(20) Y. Yamasaki, Y. Yoshida, M. Okazaki, A. Shimazu,
T. Uchida, T. Kubo, Y. Akagawa, Y. Hamada, J.
Takahashi, N. Matsuura, J. Biomed. Mater. Res., 62,
99 (2002).

(21) H. Zreigat, C.R. Howlett, A. Zannettino, P. Evans,
G. Schulze-Tanzil, C. Knabe, M. Shakibaei, J.
Biomed. Mater. Res., 62, 175 (2002).

(22) EI. Wolf, A. Cittadini, Front. Biosci., 4, D607
(1999).

(23) A. Saboori, M. Rabiee, F. Moztarzadeh, M. Sheikhi,
M. Tahriri, M. Karimi, Mater. Sci. Eng. C, 29, 335
(2009).

(24) S. Yamada, Y. Ota, A. Obata, T. Kasuga, Biomed.
Mater. Eng., 28, 47 (2017).

(25) P.J. Marie, Bone, 46, 571 (2010).

(26) S. Maeno, Y. Niki, H. Matsumoto, H. Morioka, T.
Yatabe, A. Funayama, Y. Toyama, T. Taguchi, J.
Tanaka, Biomaterials, 26, 4847 (2005).

(27) P.J. Marie, Bone, 40, S5 (2007).

(28) P.J. Marie, P. Ammann, G. Boivin, C. Rey, Calcif.
Tissue Int., 69, 121 (2001).

(29) A. Barbara, P. Delannoy, B.G. Denis, P.J. Marie,
Metabolism, 53, 532 (2004).

(30) N. Chattopadhyay, S.J. Quinn, O. Kifor, C. Ye, E.M.
Brown, Biochem. Pharmacol., 74, 438 (2007).



PHOSPHORUS LETTER No.92 (1%, Jun, 2018)

(31) N. Takahashi, T. Sasaki, Y. Tsouderos, T. Suda, J.
Bone Miner. Res., 18, 1082 (2003).

(32) A. Obata, Y. Takahashi, T. Miyajima, K. Ueda, T.
Narushima, T. Kasuga, ACS Appl. Mater. Interfaces,
4, 5684 (2012).

(33) M. Tamai, K. Isama, R. Nakaoka, T. Tsuchiya, J.
Artificial Organs, 10, 22 (2007).

(34) I. Diamond, L.S. Hurley, J. Nutr., 100, 325 (1970).

(35) S.L. Hall, H.P. Dimai, J.R. Farley, Calcif. Tissue Int.,
64, 163 (1999).

(36) X. Wu, N. Itoh, T. Taniguchi, T. Nakanishi, Y. Tatsu,
N. Yumoto, K. Tanaka, Arch. Biochem. Biophys.,
420, 114 (2003).

(37) M.M. Azevedo, G. Jell, M.D. O'donnell, R.V. Law,
R.G. Hill, M.M. Stevens, J. Mater. Chem., 20, 8854
(2010).

(38) C. Wu, Y. Zhou, W. Fan, P. Han, J. Chang, J. Yuen,
M. Zhang, Y. Xiao, Biomaterials, 33,2076 (2012).

(39) H. Xie, Y.J. Kang, Curr. Med. Chem., 16, 1304
(2009).

(40) T.N. Kim, Q.L. Feng, J.O. Kim, J. Wu, H. Wang,
G.C. Chen, F.Z. Cui, J. Mater. Sci. Mater. Med., 9,
129 (1998).

(41) D. Campoccia, L. Montanaro, C.R. Arciola,
Biomaterials, 34, 8533 (2013).

(42) A.B.G. Lansdown, B. Sampson, P. Laupattarakasem,
A. Vauttivirojana, Br. J. Dermatol., 137, 728 (1997).

(43) A. Yamamoto, R. Honma, M. Sumita, J. Biomed.
Mater. Res., 39,331 (1998).

(44) T. Kasuga, Y. Abe, J. Non-Cryst. Solids, 243, 70
(1999).

(45) R.K. Brow, D.R. Tallant, W.L. Warren, A. Mcintyre,
D.E. Day, Phys. Chem. Glasses, 38, 300 (1997).

(46) H. Segawa, N. Akagi, T. Yano, S. Shibata, J. Ceram.

-30-

Soc. Jpn., 118, 278 (2010).

(47) T. Kasuga, T. Hattori, M. Niinomi, Phosphorus Res.
Bull., 26, 8 (2012).

(48) A. Kishioka, M. Haba, M. Amagasa, Bull. Chem.
Soc. Jpn., 47,2493 (1974).

(49) T. Kitsugi, T. Yamamuro, T. Nakamura, S. Kotani,
T. Kokubo, H. Takeuchi, Biomaterials, 14, 216
(1993).

(50) T. Kitsugi, T. Yamamuro, T. Nakamura, M. Oka,
Biomaterials, 16, 1101 (1995).

(51) T. Kokubo, H. Kushitani, S. Sakka, T. Kitsugi, T.
Yamamuro, J. Biomed. Mater. Res., 24, 721 (1990).

(52) T. Kokubo, H. Takadama, Biomaterials, 27, 2907
(20006).

(53) T. Kokubo, H.-M. Kim, M. Kawashita,
Biomaterials, 24,2161 (2003).

(54) T. Kasuga, Y. Hosoi, M. Nogami, M. Niinomi, J.
Am. Ceram. Soc., 84,450 (2001).

(55) T. Kasuga, Y. Abe, J. Mater. Res., 13, 3357 (1998).

(56) R. Van Noort, J. Mater. Sci., 22,3801 (1987).

(57) M. Long, H.J. Rack, Biomaterials, 19, 1621 (1998).

(58) M. Niinomi, Mater. Sci. Eng. A, 243,231 (1998).

(59) D. Kuroda, M. Niinomi, M. Morinaga, Y. Kato, T.
Yashiro, Mater. Sci. Eng. A, 243, 244 (1998).

(60) T. Kasuga, M. Nogami, M. Niinomi, T. Hattori,
Biomaterials, 24, 283 (2003).

(61) T. Kasuga, M. Nogami, M. Niinomi, J. Am. Ceram.
Soc., 86, 1031 (2003).

(62) S. Lee, A. Obata, D.S. Brauer, T. Kasuga, Biomed.
Glasses, 1, 151 (2015).

(63) M. Ouchetto, B. Elouadi, S. Parke, Phys. Chem.
Glasses, 32,22 (1991).

(64) A. Dietzel, Ztschr. Elektrochem., 48, 9 (1942).

(65) H. Maeda, S. Lee, T. Miyajima, A. Obata, K. Ueda,



T. Narushima, T. Kasuga, J. Non-Cryst. Solids, 432,
Part A, 60 (2016).

(66) S. Lee, H. Maeda, A. Obata, K. Ueda, T. Narushima,
T. Kasuga, J. Non-Cryst. Solids, 426, 35 (2015).
(67) H. Maeda, T. Miyajima, S. Lee, A. Obata, K. Ueda,
T. Narushima, T. Kasuga, J. Ceram. Soc. Jpn., 122,

122 (2014).

(68) S. Lee, T. Nakano, T. Kasuga, J. Biomed. Mater. Res.
4,105, 3127 (2017).

(69) D.S. Brauer, R.M. Wilson, T. Kasuga, J. Non-Cryst.
Solids, 358, 1720 (2012).

(70) S. Lee, H. Uehara, A.L.B. Magon, H. Maeda, A.
Obata, K. Ueda, T. Narushima, T. Kasuga, Mater.
Trans., 57,2072 (2016).

(71) G.J. Harrap, J.S. Best, C.A. Saxton, Arch. Oral Biol.,
29, 87 (1984).

(72) S. Lee, A. Obata, T. Kasuga, Bioceram. Dev. Appl.,
1, D110148 (2010).

(73) M. A. Karakassides, A. Saranti, I. Koutselas, J. Non-
Cryst. Solids, 347, 69 (2004).

(74) F. Fayon, D. Massiot, K. Suzuya, D.L. Price, J. Non-
Cryst. Solids, 283, 88 (2001).

(75) S. Lee, H. Maeda, A. Obata, K. Ueda, T. Narushima,
T. Kasuga, J. Non-Cryst. Solids, 438, 18 (2016).
(76) H. Morikawa, S. Lee, T. Kasuga, D.S. Brauer, J.

Non-Cryst. Solids, 380, 53 (2013).

(77) 1.0. Isard, J. Non-Cryst. Solids, 1, 235 (1969).

(78) D.E. Day, J. Non-Cryst. Solids, 21, 343 (1976).

(79) J. Swenson, S. Adams, Phys. Rev. Lett., 90, 155507
(2003).

-31-

PHOSPHORUS LETTER No.92 (1%, Jun, 2018)

(80) S. Lee, H. Maeda, A. Obata, K. Ueda, T. Narushima,
T. Kasuga, J. Ceram. Soc. Jpn., 123, 942 (2015).
(81) S.J. Watts, R.G. Hill, M.D. O’donnell, R.V. Law, J.

Non-Cryst. Solids, 356, 517 (2010).

(82) D.S. Brauer, N. Karpukhina, G. Kedia, A. Bhat, R.V.
Law, I. Radecka, R.G. Hill, J. R. Soc. Interface, 10,
20120647 (2012).

(83) S. Lee, A.L.B. Magon, T. Kasuga, Mater. Lett., 175,
135 (2016).

(84) D. Li, M.E. Fleet, G.M. Bancroft, M. Kasrai, Y. Pan,
J. Non-Cryst. Solids, 188, 181 (1995).

(85) B. Mysen, P. Richet, Silicate glasses and mellts,
Elsevier: 2005. p. 387.

(86) R. Dupree, D. Holland, M.G. Mortuza, Nature, 328,
416 (1988).

(87) D.S. Brauer, Angew. Chem. Int. Ed., 54, 4160
(2015).

(88) S. Lee, T. Nakano, T. Kasuga, J. Non-Cryst. Solids,
457,73 (2017).

(89) T. Nakano, K. Kaibara, Y. Tabata, N. Nagata, S.
Enomoto, E. Marukawa, Y. Umakoshi, Bone, 31,
479 (2002).

(90) T. Ishimoto, T. Nakano, Y. Umakoshi, M.
Yamamoto, Y. Tabata, J. Bone Miner. Res., 28, 1170
(2013).

(91) A. Matsugaki, Y. Isobe, T. Saku, T. Nakano, J.
Biomed. Mater. Res. A, 103, 489 (2015).

(92) Zachn, FHBCZE, PEEH, AR
HPRE (1628 |, 199 (2018).



Rk 3046 4 1 H (1% Jun. 2018) %&1T
PHOSPHORUS LETTER 92 &
FATHE HARMERS Y oAb
mEEZER M ST
AEERY /g HA T, FE ZY
FIRISSRIE Y 4 &
HHH T101-0062 AT H X HEET A 1-5
AR BT MBS AE R IR RE S Tl 8 =
=L 5 TEL: 03-3259-0796, FAX: 03-3293-7572

E-mail: touyama.takeshi@nihon-u.ac.jp




