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AR, FEENCRW L, @E ISR DRI O BRI L 72> T D

(Morse et al. 2002; Imazato et al. 2006; Mamai-Homata et al. 2012; Sugihara et al.
2014; Marifio et al. 2015; Hayes et al. 2016) . REHRHFE O pH IZ=F A LVE
IZHARTES, DB L3V (Hoppenbrouwers et al. 1987; Featherstone
1994; Donovan 2008) . ¥7=, —EI@WmEZMT D ETT AL - B X MEITH
> TRBHEmCH A FICHER Lo Wz, BEERIC X D 5ISICITE BT 5
i b 2\ (Bignozzietal. 2014) . X o TC, i 5 gD TF5 - #EATHIHNITEE
W07 AEDREEZ XA DT OICHERIRETH L. 7 bW, wEOMm
etz LS, Ak RET 52 00, B oaho 785 - EATHHNIC
MR THD & Vbt TW%  (Mukai and ten Cate 2002; Wierichs et al. 2015;
Ekstrand 2016) . L7»L, 7ERD 9 BbIZEN 5 BRAENTDO 7 v (F) OH
LoV TOZEEE & ) BRINHEIZIRIC OV TH L MNZTE TW W), En k)
IRIRESOIBRE T 7 v AL 2 EH S 2 FIEDMRIE D O TR L 0 2R TH
LMNTONTIEE B2 HETORMN D 5.

TF ANVERGHEICE T D 5 B A DOBIK IS J OFA AL OFHGIZ I,

Transverse Microradiography (TMR) N—fixfy72 5ikE L TIAS WL TV D



(Arends and ten Bosch 1992; Tomiyama et al. 2008; Lippert and Lynch 2014;
Cochrane etal. 2014) . L72>L, TMRIIZHWEND I 1 7 /LD ENE(LZ 7HHT 2
bOTHY, SEMIFEICEIT IR VIO EEZ TRy, £z, JlE
(I 2RI R ORI LETH Y, IE IR X D I T 23 6
ORI, BRI ZRINE 24T O (IR E E 2 Bk L RFH 2 295 (Vanetal.
1995; Damen et al. 1997; Thomas et al. 2006; Hamba et al. 2012) . — 5, Electron Probe
Micro Analysis (EPMA) (ZH'EREDILE DT EIT I Z ENAEETH DM

(Yamamoto et al. 2000; Yamamoto et al. 2001; Knight et al. 2007; Bezerra et al. 2012;
Kawasaki and Kambara 2014) , 0Bt D078, SR /e & ORITALEL A M2
E720, [A—RB A WIS RHE 21T 5 Z & I3TE R0, 2D & 9 ITHEk
DIFIETIE, O BIRRRO B Z2ER R R B LZ TR L~V THLNCT 5 2 L
ILEBLL T eno Tz,

% Z CAMFZE T, In-air micro-beam Particle Induced X-ray/Gamma-ray Emission

(PIXE/PIGE) |24 H L7-. PIXE B XU PIGE (T, Wik eZ n# oMk T,
5 RICHE LT D 2 L TRAET DR v 7 AfEB KO o~ i
THLZEICEY, EN60FERLRET H. PIXE L, Ippm LV &mWEEE T,
TRITULANOT T ETORREZRBICON T2 ENARETHDL. 2D

& XD, REFERLA DML CKEEROT =2 Y 7 EICHW bR



(Aldape and Flores 2004; Yamazaki et al. 2005) , FEZFEOSEFIZEWNTY, MNO
JCFE T (Morawski et al. 2005) REHN D I 1 7 /L OHRIE (Eisa etal. 2016) 72 &,
B2 22 WFPRIC R ST 5. PIGE I3 e R 2 JIE T E 28026, F(p,ay)'® O
DIRF IS TEST D~ a ET 22 LI2L0, FHHET D Z LA ATk
T, RO TIIWEDOFTOF 2HI7ET 572012 1980 FARTHE L v o i
T&72/1ETH S (Crawford and De Bruin 1983) .

ABFFEIZ VD PIXE/PIGE %, %t pm LV OD/NS 2R TE—LERET D
ZEMAREL 7RV, BOLRE B O LR M @mBRETHADL ZENTEDH D
&5 (Sakai et al. 2002; Yasuda et al. 2007; Yasuda et al. 2011) , T A /VEHR
FENICBITH ANV T L (Ca) , F, AbrYF UL (S1) REDEREITHN
53 C& 7= (Yamamoto et al. 2003; Yamamoto et al. 2005; Yasuda et al. 2007;
Komatsu et al. 2007; Yamamoto et al. 2009; Komatsu et al. 2009; Okuyama et al. 2011;
Matsuda et al. 2015) . & HIZ, AREEIIHER D PIXE ° PIGE TOHRIE & 13
720, REAPTORENRETH D720, Bt OREESOFE 2 LE LT,

— Bt W BUKETE CTORENATRETH D LB bND. ZD LI,
PIXE/PIGE (I E D ILE D ITCH A0t TH D Z Lidmns v TEen, Bl
fE % T? PIXE/PIGE % AWV FEIC BN TS, BT OH—DTEDRITHER

LTEY, Tz T a0 T 25l L 7Z2AFFEiEn £72@mE S Tunian,



AWFFETIL, WENO Ca & F Z [RIRFIZERE 23 AT RE 72 In-air
micro-PIXE/PIGE Z i Z & T, ITFEOTIEP RS SN HMRHm 2 2 8E L,
RERTE ORIKEEB OFMN FIREE ) EMFT L. 61, ZohEx
FWT, 7 o bliEpr B (fluoride releasing material : FRM) % AR i |2 B Af

L 72558 O BLUKIHIZD RS DV TREAN L 7.



1L SEORER L ONER

AR THWIZEIE, KOS F M R mbe - CRE 21/ b o E O,
BIED U ITHJERIRIRIC & 0 IS & 7o 7 5 SR AL E D W =K
FEC, $hEHREBE 100% FT4CITTRE L, FHEIADO LD E W,

¥, MERTHEERICEL TIE, KIRKRFZRFRE PR RS EZ R

BORRE ST (KEREZ 5 H25-E28) .

k=il

1. In-air micro-PIXE/PIGE % FH\\7z, WMERFEIZEB T D PIKAIHED Ca

B X OF DGR B &R E O MESL

1.1 HiE

1.1.1 3Bt o /ERY

23D 2T E TOE MEEF ZKEAH I ARz W, MERGEZX 11T

T, WK T CIEREREE U (ISOMET2000, BUEHLER, IL,USA) % W<,

AL b AVEEL Y HEM 0.5 mm, AR 7.0 mm OFBALLS T H i e

(Ot (K 1a) , UGN EE) LI R A U7z, I oo s AR



HRAE 2B STk, £ O ISR ) # il AT E L 7z (X
1b) . EoMll7 ey 7 OFEHEIZ FRM TH5H7 RU—/L R®GlL (7 7L/ U ¥
TN, JOR) AL (LT FRM B , @O0MlIE FRM % 846 L7 =
o= L (BT ay be—f) , BHELUANDOEZ AT 4 vFX—T v
JA (V—v—, HR) ICTHREL, 37CAIAEAKTICRIERE L-. 48
BHKIZ TAB S Lo, RESRIZL v A& Lz, 1 v A%, &4
DL, FRM & A7 4 v ¥ —T v 7 A%fREL. FRM OREIZFHGELH
VY, 30 O R TRIRFMEIEIL FICTITo72. FRM BRE#ROREE, FHimE
(ZHEEL > DB IS EATIZ 500 pm BEICEI D U CHIERELE Lz (K 1d) . ZD
%, SHEREIO YW, &R 2 S 7 112 800 um OEALIZE X 4 pm

OEFEZ BT Uz (K 1e) . ERLL 72 30BN EE 100 % I TIRE L7-.

1.1.2 In-air micro-PIXE/PIGE % A\ 7z Ca B L O'F O E =

FRBHCBIT 2REBFERBENSD CaBLOFOSMBLNREDERE,
PR = F L X —Wf %2 # — O In-air micro-PIXE/PIGE % AW BEMRICHE U CT1T
~7- (Yasuda et al. 2011) . 25 MeV OB > B —L%, E—AHA X 10 um
UTFTE—AERILS0pA & L, KAHFITHRE SAVZAEHI ST L2, F OfIE

(21X, °F(p,ap)'® O DJFRFHISEZ M, BRISTET 20~ e ilBao



HHEICERE L7z 37°BGO MHARIC TR L7z, Ca JREEE, “'v b — A5
IZE > TEUTRET v 7 A& BENIZEDN M7 L~ =7 AR STl
E L. WEFOE—L&IT, B/ 2Bz T 5BICAECLHV Y 2 K
etk v 7 2% Si-PIN = v 7 A i 2 I CHIE L7z, MIEREHT, K
SKHICRE SNCRBHEICRRE L, SEA A Lcm LT, @iEZ 3T 1000 x
1000 um? OFIPH CEML &2 EE, Ca BLWF OO &21iTo72. MOoHiE 1
AREHZ &, T O EYNEH L Y 400 pm, 600 pm DAL TIT - 72(X 11).
ERT D70, IERERELE UCKIE L 7 v A A4 OEH#LE 100, 75, 50,
25, 0 %DM ERABK T v FE b A Faxo T 324 kb (Caio(POs)s(OH)2-2¢F2x, x=0,
0.25,0.5,0.75, 1; HOYA Technosurgical k=235, HR) 2 FHBCIRICHEREER L 72

oz, BE R EICHE L.

1.1.3 &E DK

PIXE/PIGE HIiE#, #AaEtORmGH ' E G HmICARMARE L, BRI
NEFHOAT 4 v F—T v 7 ATTHIE L7z, 10 ml ORI (0.2 mol/l lactate
buffer, 3.0 mmol/l CaClz, 1.8 mmol/l KH2POs, pH 4.5; Matsuda et al. 2006) (Z 37C

FMETT3 HERELZ (K 1g) . 3 HE, BKKEL VB2 H L, R



ROESBRHIm 2 M A A KIS T30 REKTER, 27 4 v % —U v 7 ZxEREL,

B 100 % NI CTRE L.

1.1.4 In-air micro-PIXE/PIGE Z AW/ iJK% D Ca B L O F OER
WK DA BN BT, WJKRTD In-air micro-PIXE/PIGE T & [ —EBA7 I

BITECaBLOFOSABLIVNEEDEREY, 1.1.2 & RBEICHEM L7 (X 1h) .

1.1.5 BUKRIZIC I 5 Ca 35 LOVF D434 I K ONRE DT

E'SHTY 7 S =7 (Tooth linescan analyzer, #5367E = % /LX —Hf5Et o ¥
—) Z W, FFERBORER R LY, BEsR (ERREYR, BKHT: y=1.549x-0.081,
R>>0.998; ifK#%: y=1.151x-0.084, R*>0.998) Z{ERk L, £ b -4 AV,
FHEMEND Ca B L OF OIREZFH L. BUKHT (K 2A) 88X OBLUKE (1K
2B) D Ca{RENAT YV 7 71280 TC, AT EZ/RIFHEALO Ca 2 OFHE
D5 %&RHMEEBIKATZEOBEOERE L L, L FEED 95 %L EET
DER 2R & EFRK LT,

A —FEt D RIS BT DBKRI:R D Ca BLONF OO 77 7 %, diliE%
I ER G DY, BUKRTEO Ca B X OF ORE S ZF—Fi Licb bbb L

7= (X2) .
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Ca BIOFREOCHEMIIHID, BIKRIOERENH 10 um Z & D) Ca
BE, SEHFIREZGFM Lz, T U2 & R O UK O Ca JREE, F
Y F SR & WK% T 4 FL L, BUXRITE O REBAL T Ca JREE RO 724 15
BLlebDx Cafikimdb Lz, £/, RENLOLD 10um T & DX FEH FIREL

PHLIEbOZWEANF &L L, KENPODFN0 LRDHEIAETOREHE F

RHRS & LTz,

Y/

///

TV EERIE

—\\

1.1.6 ¥~ A 7 v CT 2B HIK
B Eit DOk E~ A 7 1 CT (SMX-100CT-SV3, EEBUWERT, ) & A
THRMT L7o. #RE1E, EEE 40kV, EEI 100 pA, ZEFSHERE 8.1 um D5
TITV, @B 7 421301 mm 7V IFEEMEA L. 7 =T 512x 51287
TGRS L8 pm FEHMER 7 Bt A AT, BARDEEDANA Nu
X T R% A K (100,200, 300, 400 mg/cm?) & 7L I FOMHE (1550 mg/em?)
Z b DIEERE 2 550k L RIRFIZIRE L, 2 D7 L— 27— VEIZES W,
IR T IVEFERGE MR A ER UTe (ERRIENR, BUKHT: y=0.964x-33942, R*>0.996;
LK 741 y=0.721x-25454, R>>0.998) .

i L7281, CT#HTY 7 b v =7 (CT-solver, BEBUERT) 12C 2 %Kot

B 2 R L, TN OBKHT, BUKEOEBKRZ, BigwEY 7 Fo =7

11



(Adobe Photoshop CS6, Adobe Systems, San Jose, CA, USA) # AT L A ¥ — (5
OffExHE) T— FIZT, BA Y - AU EZ A ICEREG DY,
ENENORELO 7 L —2 7 — V2 BT Y 7 b7 =7 (Image J, NIH,
Bethesda, MD, USA) % W TN L7z, b=/ L—R 7 —v%, ko
ARTNVEEBRIEHEEZEEL LTHEL, IXI7A47m 77 AV EERR LT,
FEPTEBALIZ, In-air micro-PIXE/PIGE MM THOAMT 24T - TZ[FERAL L L7c. Al —3K
BHZB T DBIKFIZDO IR T NAT a7 7 A b, IRXTVERE (mg/lem® x

um) ZHIE L7,

117 BEat AT

ABFFED 2T OREFHRIMENTIE, HEHENT Y 7 k7 =7 (IBM SPSS Statistics
Version22, IBM, Armonk, NY, USA) Z# W TCiT-o7-.

Ca k&, WHEWNF &, FRAKS, BLOIRTIAEERICEIT S 2 HEH
D HL#ZIZ DV T, Mann-Whitney’s U-test & VN TEfR3E % 5% & L TR L 7=.
Cafekime IR T VAT, WENF &, BLOFREERS & OFMEAREKRIZO
VNCIX, Spearman’s rank correlation coefficient Z FIVTfEfisE % 1% & L THE L

7=,

12



1.2 R

X 3 IZFRM BB L= v b e — AREORERAE D, BIKATHER ORI
{RBERMEE, PIXE/PIGE 22O D 0477 7, BLO~A 7 v CTHRILDIXRT
IV PE G % 7R

PIXE/PIGE 7"H D554 75 7 L0, v ba— A REOBKERIMS FE Tk
FRM #£ LV Ca BOWBWANRD B, v 71 CTIZHBWTHEMKIZ, I XTIV
T E OWMEB RO St (X 3-B4,B6) . & 512, PIXE/PIGE 76 D534 7
7 7128 WT, FRM FEIZ F OBV IAB DGR Hiviehy, = b e — L 3
RRHEELL F227R Lz (X13-A3,4,B3,4) .

4A IZ7RT FRM BEICET D Ca B EIE 5.4 x 10 ~ 7.7 x 10? vol%-um  (FH o
fE: 3.5x 10> vol% pum) THY, —FHar ba—LBCBWTIE3.9x10%2~1.6x
10° vol%- um (H9fE: 1.2 x 10 vol%-um) ToH -7z, FRM FEIL= > b r—/Lff
XV CaBEENAREIZD 2> 7- (Mann-Whitney U-test, P<0.05) . [X| 4B |27
FTFRM BHICHIT 5D 2 % 7 VAL 2.0 x 10% ~ 1.6 x 10° mg/em?» pm (FFR-fi: 1.1

x 10° mg/cm®*-um) THY, =2 har—LBEICEB W TIE 1.3 x 10° ~ 2.1 x 10°

17

mg/cm®-pm (FFIAE: 1.8 x 10° mg/em®-pm) ThHo7z. v 7 1 CTIZEBIT D
AT NEREIZB N TS Ca BEAE L FAROBIMAFRD b7z (Mann-Whitney

U-test, P<0.05) .

13



4C TR FRM BEIZ 31T 2 BUIK R O W E N F #1%, £ 47.2x10~8.9x 10°
ppmF-um (HFJAfHE: 4.0 x 10° ppmF-um) B LV 1.0x 103~ 1.1 x 10* ppmF-pm (1
JLfE: 6.0 x 10° ppmF-pm) TH Y, = b — BBV TIE, 0.0 ~ 6.8 x 10
ppmF - um (FFEAE: 1.0 x 10 ppmF-um) 35 X TV 8.1 ~ 1.2 x 10% ppmF - um (H 9 fH: 2.0
x 10? ppmF-um) TH->7=. FRM FEIZH T 2 BRI OHEEN F #&1X, =22 b
2 — VREIZHEREEIZ L o 72 (Mann-Whitney U-tests, P<0.05) .

E 51, 4D IR T FRM BEZ BT DBUKRITEZ O FRERS I, %%1.0x10
~40x 10> um (P 1.6 x 102 pm) 35 K811 x 102 ~5.7 x 102 um (F13f: 2.9
x102um) THY, 2> Fa— LERHZBWTIL0.0~2.0x 10 pm (FF94E: 0.0 um)
BLUV0.0~7.0x 10 um (FHRAE: 0.0 um) TH o 7=, PUKHIL & HIZ, FRM FEIC
B FEBESITa ba—/UiE L ik L CTHREIZED > 7= (Mann-Whitney
U-test, P<0.05) .

PIXE/PIGE DfR L W HIH Sz CafekimL ~ A 7 v CT OFER LV HH S
NI x70EEE, AERBRVWIEOMEZ/RL (X 5A; Spearman’s rank
correlation coefficient, r=0.88, P<0.01) , Ca FEJc&: L FJKRETOWEN F EIITAE
7B DOFHBENFR® H vz (X 5B; Spearman’s rank correlation coefficient, r=-0.72,
P<0.01) . F£7z, CafikiEl FRRBIRS L OMICHAFELRAOHBENED b

7= (IX 5 C; Spearman’s rank correlation coefficient, r=-0.74, P<0.01) .

14



2. FRM OB R X OBKEO pH 228 2 7254 TD FRM MEESTE

DIRERMEIC RIETHEOKRS

2.1 FiE

2.1.1 GO D /R

237D 35 ETOE MEEFE =RKHEW 21 Az vz, et /FRT7EIX
LLTIZHED, K N TERARBEDEEZ T, B AL - F AV XD 5
] 0.5 mm, BRI 7.0 mm OFBAZIC THhICFREIZEINTEE, HEROREIZ, R
ESFE A BN ESE2 D 2T, EENCATICEE OEE T 4 8L, Bl
SGHEEHAR SR LD 47y 7ERILT. 47y D5, 371y
DHEFEFEHENIC, FRM & LT, # 1. ({2537 Fuji VIL (P —3—; LLF F7#f)
MI Varnish (—3—; LR MIAE) , 7 R —/L R®GI (LLF Ad #f) %%~ &
filiz. FRM Z8@AGLRWEYV D 1 7ay s &ar ba— (BLF CORE) &
L72. FRM &A1 AR R T E B LN E AT v F—U v 7 AT THIE L,
ZDHIH IS KNG EEZ 1 v A, 6 Kpo/(zbDx 3 5 H, 37CTAR

BHKPIIRIELZ. 1 2 A LT3 » HR, S5kt z A Kb L0 Ry

15



HL, K%, FRMBIXOART 4 v F—U o7 A%REL, £l LRI

82 B U CHlE RURE 2 (R L 7. R L 72 B0RHATREE 100 % IS TRE LT-.

2.1.2 In-air micro-PIXE/PIGE % FH\ 7= liJKRTD Ca B L ONF OEE
LR BHC BT AIRHEFEERED Ca BLOF OS540 L EEOE R £ 1.

& [RERIC 3EhE L 7-.

2.1.3 #E DK

PIXE/PIGE HIiE®H DiEtD, RABERLIMUNZ AT (v F—U v 7 AITT
FOWE L=, 1 5 ABMREIO 5 5 10 A%y % pH 4.5 OFLKiE (0.2 mol/l lactate
buffer, 3.0 mmol/l CaClz, 1.8 mmol/l KH2PO4) (Z, 5 A4y% pH 5.0 DRLKHE (0.05
mol/l acetate buffer, 2.2 mmol/l CaClz, 2.2 mmol/l KH2PO4) (Z 3 HFRERIE L 7-.

F72, 3 ABAAEE 6 A% pH 5.0 ORUKIEIZ 3 HERE L=,

2.1.4 In-air micro-PIXE/PIGE Z# AW/ liJK% D Ca B L O F OE&

WK DA BN BT, WK RTD In-air micro-PIXE/PIGE f#MT & [F—EBAL I

BiFbCaBLOFOofMbREDCESY, 1. CRERICEm LT,

16



2.1.5 BUKRITHZIZI51T D Ca 38 LVF D43Af 36 OV O fighT

FBR 1. & [FERIZ, BUKRHT#% O PIXE/PIGE 726 D534 77 7 % Eiaf b, Ca
SRR EIWENF &2, S bIT, BIKRTHEORETRD Ca D54 DAL
6, BUKEOEREDIFREIZOWT, a. BUKDFED HNRNE D, b, KE T
JRITFBO b D b DORBEPZRIBETICHERFSNZLD, BL Ve BIKSNT

KENZIBLZH 0, O3 BRECIE L.

2.1.6 et AT

Ca FEREB L UWEN F &I281T DM LI DWW TIE, Steel-Dwass test &
HWTAEREZ 5%& UTRME L7z, BAAMHIC X 2 HiRiZiE, Mann-Whitney’s
U-test &AWV TfafiRz 5% & U CRFli L7, Ca SR L BHN F & & OB
BE4%IZ-DUNTI, Spearman’s rank correlation coefficient Z W TEREZ 1% & L
THE L. 512, #EOFREIZ DU\ TIE Kruskal-Wallis test % U TfaffR

Z5%E LTTRERLT-.

2.2 R
FRM A HIM 1 # A, K pH5.0 DRAEDOS6, K 6A ITRT LBV, FTH,

MI &, Ad BEIC BT 5 Ca HEREIL, 4 %40.0 ~2.5 x 10% vol%- pm (1 R-fi: 6.3 x 10

17



vol%-um) , 0.0 ~1.2x 10?vol% um (HJfH: 4.2 x 10 vol%-pm) , 8.0x 10!~ 1.5
x 102 vol%-pum (H9ff: 2.2 x 10 vol%-pum) TH Y, CO FEZHB W TIE 1.8 x 10° ~
4.6 x 102 vol%- - um (H9fE: 4.1x 10? vol%-um) T -7=. FRMEEL COFEL Y
Ca B R ENHEIZ D 72> > 7= (Steel-Dwass test, P<0.05) . HEN F &I, X 7A
(R T LB FTRE, MIEE, ADBEICRBWT, %%6.0x10%~ 1.0 x 10* ppmF - um
(FroefiE: 5.8 x 10° ppmF-pm) , 7.2x10° ~2.3 x 10* ppmF-pm (9 9f#: 1.3 x 10*
ppmF-pm) , 2.6 x 10° ~ 1.1 x 10* ppmF - pm (HFJAE: 5.3 x 103 ppmF-pm) TH Y,
CO #1%, 0.0 ~3.0 ppmF-um (FHAHE: 0.0 ppmF-um) TdH->7=. FRM BEIZEIT
HHEN F &L, COBEZHEFEIZE ) -7 (Steel-Dwass test, P<0.05) .
¥£7-, FRM &AM 3 » H, BiK pH5.0 DEMEOSE, 6B IR LB,
F7 8, MI#E, AdHBEICEIT S CaBER&EIE, & %0.0~2.7x 10* vol%- um (5
fE: 1.3 x 10? vol%-pm) , 0.0~1.1x 10? vol%-pm (F9fE: 5.9 x 10 vol%-um) ,
0.0~2.9x 10 vol%- um (FHAHE: 4.0 vol%-pm) TH-o7=. CO FEIZHBWTIE 6.7x
10 ~ 7.7 x 10® vol%-um  (HF9fE: 4.2 x 10> vol%-pum) TH Y, MIEEE Ad BHIE
CO®EL Y CaTERENAH BTV 2D > T= (Steel-Dwass test, P<0.05) . H'ENF
|iE, HMIBITRTEEY, FTHE, MIFE, AdBEHCBNT, £455x10°~1.5x
10* ppmF-pm (FFHfE: 1.0 x 10* ppmF-pm) , 1.5x 10* ~5.0 x 10* ppmF-pum (7

JefE: 1.9 x 10* ppmF-pm) , 9.9 x 10° ~ 1.9 x 10* ppmF - pm (FFH-4E: 1.4 x 10* ppmF -
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um) TH Y, CO FEIE, 0.0~9.0x 10> ppmF-um (P JfE: 3.0 x 10? ppmF - pum) T
Ho7-. FRM EEICEBIT A HEN F &L, CO B NA B2 D> o 72 (Steel-Dwass
test, P<0.05) .

X 6C (23T, FRMI » H&BAifEL 3 » AMBMAREL LRI 5 L, Ca ik
BIZBWTE, BAPMAHET I LICEY, AdBECRB W TORE B R 2358
» 5172 (Mann-Whitney’s U-test, P<0.05) . —J5, K 7C I3 L0, WEN
F&lI3 » HOBIZBWTAHEIZHEI L7 (Mann-Whitney’s U-test, P<0.05) .

X 8IRT LR, CalBRELWENF &L ORI, B » AB X
N3 v AHEBICAEZRAOHBENR® b7 (Spearman’s rank correlation
coefficients, 1 # H : r=-0.56, P<0.01, 3 » H : r=-0.63, P<0.01) . L2>L, CO#*
Z RSN L C FRM BEO A THENT L7256, BAEIR 1 » HBX O3 » A & HITH
BIBALR ILFR D H 720> » 7= (Spearman’s rank correlation coefficients, 1 % H :
r=-0.09, P>0.01, 3 » A : r=-0.23, P>0.01) .

4 9A (27”9 FRM BATHIR] 1 » H, KK pHA.S OSEOSE, FT#, MI
T, Ad BRSBTS 5 Ca Tk ilE, % %43x10°~1.3x 10° vol%- um (1 Rff: 7.2 x
102 vol%-pm) , 3.4x10~1.0x 10° vol%-um (HHE: 4.9 x 10> vol%-um) , 5.4 x
10 ~ 7.7 x 10* vol%- pm (FFRAHE: 3.5 x 10? vol%-pm) TH Y, CO FEITHBWTIL

39x 10>~ 1.6 x 10° vol%-pum (HFRAE: 1.2 x 10° vol%-pm) Th o7, Z Z T,
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MIEE & AdBEICIB W TO R, COREE DRICHEZNR D HLT- (Steel-Dwass test,
P<0.05) . ®WEWNF &%, KIBIZRT &0, FTH, MIHEE, AdHIZBWT,
% %6.2x 10>~ 6.5x 10° ppmF-pm (1 RAH: 2.4 x 10° ppmF-pm) , 2.9x 10°~ 1.9 x
10* ppmF-um (1 9:fA: 7.5 x 10° ppmF-um) , 1.0 x 10* ~ 1.1 x 10* ppmF+-pm (
JAE: 6.3 x 103 ppmF-um) TH Y, CO FLIZBWV T, 8.0~ 1.1 x 10° ppmF-um ('
JLAE: 2.4 x 10? ppmF-um) T, MI &, Ad &, F7 /%, COBEDIETZ <, MI, Ad,
F7HEE COREL DRNICHEZEDRD vl (Steel-Dwass test, P<0.05) .

X 10 12”9 &80, CafdkdEE |HENF && OIZIE, ARRADOHBENTR
» 5 i1L7- (Spearman’s rank correlation coefficient, r=-0.71, P<0.01) . Z Z Cig,
CO HEZBRAt L7 FRM BED 22 BV T HAHBIBAMR Y78 8 7z (r=-0.72, P<0.01) .

11 IZBK R DERIETREZ 7R3, BATHIM 1 » A THUKEF pHS.0, A1 4]
3 % H CHUKEE pHS.0, BATHEAR 1 » A THUKFF pH4.5 DT X TOSRMFITHB W T,
B DRERICHEBZNRS btz (Kruskal-Wallis test, P<0.05) . /@A ik
THEFFS LTV a b bk, BAAWIM 1 » HBUK pHS.0 Tk, CORETO0%, F7
FET67%, MIEET 44 %, AABET 89 % (X 11A) ToHY, BAWIM 3 » AKX
pH5.0 Ti, CORETO %, F7RET 50 %, MIRET 50 %, AdRET 100 % ThH -

= (K 11B) . —F, @AM 1 » A THUX pH4.5 ORMETIL, CORET 0 %,

F7#T0%, MIBET 5%, AdBET 25 %lcRBEONHEF STz (K 110) .
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3. Ca Z¥/MM L7z FRM P BRERFE ORI RIS TREORE

3.1 ik

3.1.1 FEBRIZEH L7 FRM
X 2. IR T LBV, Fuji VII O G, 7 AOMMEZER L, Sr/Ca O
mol%ktt & Z 1241 50/50, 0/100 & b3 E= EE A O (LLFPL) BXW

AfEE A b@ (BITFP2) ZFERRICHE L.

3.1.2 aUBt D VR
16 57225 37T ETOE MEEFE=RKHW 9 Az iz, EER 2. & RERIC

REGAEBEHRE 2K E LV 470y 7L 470y D5h, 371
v 7 DRFEZHEBIZ Fuji VIL (L FF7#E) , Pl (LFPLEE) , P2 (LLF P2
) %284 L7-. FRM 28 LRWEY | 7aysaar bta—n (LIF
CO #f) & L7z. FRM BAE & R EBHMUNE AT 4 v X =T v 7 AT
WAL, 1 » A 3TCOAMEIAKPITRERE LTz, 1 » Ak, &Rea 48
BHEAKPFLVEROVHL, FRMBIORAT 4 v X —U v 7 ZA%HREL, L2 &

[FIRRIZ I E Rk 2 R L 7.
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3.1.3 In-air micro-PIXE/PIGE % AW/ iJKEiTD Ca B L OF OER
LZREHIBITARERFED Ca BLOF OSAIRED AR & 1 E O E &

SRR 1. L RERIC I L 7.

3.1.4 B D K

PIXE/PIGE HIiE®H DikEtD, RABERHMUNZ AT (v F—U v 7 AITT
FHOWE L, pH 5.0 OBLIKHE (0.05 mol/l acetate buffer, 2.2 mmol/I CaClz, 2.2 mmol/l
KH:PO4) 123 HREIRIEL7Z. 3 Hi%, KBEL, AT 4 vF—U v 7 AEREL

TIRFE 100 % MICTHRE LT=.

3.1.5 In-air micro-PIXE/PIGE % AW/ iJK1% D Ca B L OF OEH

WK DA BN BT, WK RTD In-air micro-PIXE/PIGE f#MT & [F—EBAL I

Ny

BT Ca BLOF OAMIREORHE & IREDEREZ, R 1. & FERIZS

G

L7=.
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3.1.6 BiJRRTZICEBIT 5D Ca B X ONF OB L OVEE OfEfT

EER 1L FEEIC, BKRT#% O PIXE/PIGE 226 D5AG 7T 7 # EE b,

Catii & L HENF B4 15

a@

X OIS, BRIk OREOFEREIZHSOWT, EBr 2. b

[FIARIC 3 B TRt L 72

3.1.7 Heat AT

Ca ERERB LOWHEN F ®IZH T D HEMELEIZIE, Steel-Dwass test Z AUV T
falRFE 2z 5%& U Cakil L, F#HBIBIFRIZ-DUVTIX, Spearman’s rank correlation
coefficient Z W TMAEREZ 1%L LTHRE L. S HIT, REDOFRERIZOWNWT

% Kruskal-Wallis test 2 W CEMREKEZ 5% & L CTHRHTLT-.

3.2 i R

12A IR T &30, FTRE, PLEE, P2 REICHIT D Ca lEk&ElT, K 484x10
~52x10? vol% - pm (HJfH: 2.8 x 102 vol%-um) , 0.0 ~4.0 x 10? vol%-pum (1
JfE: 1.2 x 102 vol%- um) , 0.0 ~2.3 x 102 vol% um (1 HAE: 7.0 x 10 vol% - um)
THY, COREIZEBWTIE22x10>~8.1x10%vol% - um (HJfA: 4.1 x 10? vol%-
um) ToHo7=. Pl HEL P2 BETIE, CO BB IO FT BEL Y Ca ELENAEIC

Y7o 7= (Steel-Dwass test, P<0.05) . 12B 29 L0, WEWNF &iX
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F7 #, P1 B, P2 BEICBW T, % %2.5%x 10~ 7.7 x 10° ppmF - pm (7 4-fE: 2.1 x 10
ppmF-um) , 8.1 x 10>~ 7.4 x 10% ppmF - um (F19ff: 2.9 x 10° ppmF-pm) , 1.7 x 10
~ 1.0 x 10* ppmF-pm (F 94 5.5 x 10° ppmF-pm) TH-o7=. CO #1% 0.0 ~ 0.0
ppmF-pum (H4AH: 0.0 ppmF-um) TH Y, F7#E, PLHE, P2EEN CORELV A
B2 < 72 o7z (Steel-Dwass test, P<0.05) . F7=, 4 FRM BEICABEZEITRD
Lo To. FTREZEIT H8EEN F &35 2.1 x 10° ppmF + um Th - 7273,
Ca FEAEIZBIL CTIX COHLEAEEITEO NN -T2, Pl BB LU P2 BEIC
BT, F7THEE LEBE N F &I TR0 7oy, CaBEREICE L T
CO L ARAENRD LI,

CaflBRBEEWENF REEOMICIE, KI3IRTEEY, AERADHBENGE
¥ 5 L7- (Spearman’s rank correlation coefficient, r=-0.63, P<0.01) .

BlIK# O RBIEEEZK 14 IR T. BREZ2HBICAERERRD BRI

(Kruskal-Wallis test, P<0.05) , CO#TO0 %, F7H#T50 %, P1H#T94 %, P2

HET 100%IZB W THENZIBETHEEF S LTz,
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4. FRM 2>6 DA F L EEHIEE OHIE

4.1 FiE

4.1.1 AEFO/ERL

Fhk 2. BLO3. 1A L7z Fuji VII, MI Varnish, 7 K> —/L K®GI, P1, P2
Z, BAY MIA—H—IERE Y IZEME, BEE9mm, R 2mm O Y 3y
EF— /L NIZEAL, Eur77 A N v 72 (A, 7)) Z2NMESHETATA
RAZ AT 1 BEEEL, 74 A7 R 2B LU 7=, F 7=, MI Varmish
HLEBKICT Y ave— L RICEA L, 1| BERIEHE L7z, 7ER L 72 f(Lslkl 2 45 ~
50 ml OZRBIKFICIRIE L, 12 FEfH, 24 BEf, 5 H, 7 H, 14 H, 28 HEILE

Kz mI L, A2 LT,

412 WHIREORIE

YT ARG END Ca A AU BIOALA A IOV TIE, ICP FO5 85
PrigiE (ICPS-8000, SHAAFRT) TREZMEL, F A A2 THE, 7 v
F#A A EM (Model 9609BN, Orion Research Inc., MA, USA) % AW CHIE #1T

ST RBEHIIS FRM IS X 4 & LT-.
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4.1.3. Wt HIMEDT
M D72 % Two-way ANOVA 5 KON Turkey’s test & VT, fGlRFE A 5%I12C

AL L7z

4.2 fER

150277880, FEAL MUK, BXONRN—=v 26028 HH
D Ca A A U VEHIEFEIL, Fuji VII T2.1x 10" ppm, MI Varnish ¢ 1.4 x 10 ppm,
7 K3 —/L F®GI T 1.2x 10 ppm, P1 T3.1ppm, P2 T72ppm THY, T
DOEEFNCABZENEO BTz (P<0.05) . 28 HMD F A AV IRHIREEIL, Fuji VII
T 4.0 x 10 ppm, MI Varnish C 1.7 x 10? ppm, 7 K3 —/L K®GI T 6.8 x 10 ppm,
Pl T 2.7x 10 ppm, P2 T 3.3 x 10 ppm T& ¥, MI Varnish &7 K —/L K®GI
& Fuji VII, Pl BXOP2 & DORICHEZENR O b (P<0.05) , Fuji VII, P1,
P2 OFICITAEZATRD BN o7z. £, 28 HED Al A A i HEE T,
Fuji VII C 1.4 x 10 ppm, MI Varnish " 3.0 x 102 ppm, 7 K2 —/L R®GI T 2.8 x 10
ppm, PI T1.0x 10 ppm, P2 T7.2 ppm THY, 7 K —/L F®GI & Fuji VII,
P1 3 LUV P2 & MI Varish & ORICHEZAEDRFE O i (P<0.05) , Fuji VII & P1

BLOPI & P2 OMICIFAEZEITRBD N2 o T-.
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I E%

TERDG, BIKP L O IR LT 72 & 0 5 BRHE 2 214 2 J7iEI21E, TMR
L~vA 271 CT, EPMA 72 ERHVWLNTE7=. LoL, TMRX°~A 7 2 CT I

BN %5 L ORIE L Vo REEFHET 5 b O THY, EPMA Tl

5

M-

BRI DO ITHE DT ATRE T d 2 DRERFHFHIHIX TE 20 iz®, ZTh b o)k

e

T, O BIRRE D BRI R L &2 T3 L~V T G MS 5 2 LF53E L T
WMo l=. AKWFZETix, REO#YIKLMEATHE TH D In-air
micro-PIXE/PIGE # H T, S fhOEITIZHEI WEDOFHE LRI XTI N THD
Ca BLO) BOMFENZ RN TH D L S D F OWENTORE MO %

EHRDHTEEZAME LTI EZ T .

FhR 1. 22T T HICHY, BIKRIROT —% &g 57D OEEORE
DA THoTe. ZOFREMEL LTIE, CaXF EHMEICHIITED LD, FEx
VI AT N —=DRESERDEEMNDZ &I L. 61T, HERE
ZRORIZE DT80, STEDOE S & 4 um & L, $75E OALE L 1000 x 1000 pm?

-

OWEFPHIR CRNT S 728, RKIE XLV HREHNINZ 800 pm IZTRE L2, 2D LX)

A

(ZERTE 2 B RICRE LI Z LT k0, BUKAETR DR AT R 2 R IC ER
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AL ENAHEEERYD, Ca BEXWF ORESMOEE L HZX 5T &N
TET.

AREETIE, 10pum L FOE—AY A X205 Z L THRFEIZBIT 543
2T IVD A B S IBE TONTT 5 Z ENARECH 72, [AIRRE OMURE % ¢
DvA 71 CT &DHEITY, KRAGEOZYEEZRGELTZ & 25, F—0OzE
Z¥1F % PIXE/PIGE LV B &7 Cafikime, v 71 CT OFER LV A
SN IR TSR L OMITIE, IEFHIZTRWIEDMHERE 2RO 7 (X 5A; r=0.88) .
WA TERIC K Lizbil Cide<, i, PIXE/PIGE HIE CTlX Ca DIRFED
HZEBR L TEY, BIKZIZFRG Lo I 2 7 VIR~ A 7 v CT Tl
ENTWEFREMEAEZ DD, L, ZOXIICHEFITHRMEEZES Z
ELV, BIROBIGE & 52 5121%, Ca ORESHOELETHNT 52 LR %
UThoHEEZDLN.

In-air micro-PIXE/PIGE 413, 2 U0 A IC/ERS 2 LB 0. 2ol
D, EfEHIHIE R O FELO O OFIN UG L OETE, WUl E O BEE R &0
FREA A TIZ < W (Van et al. 1995; Damen et al. 1997, Thomas et al., 2006, Hamba et
al. 2012) . £7, KK TORIENFEETH D72, EPMA 72 & CHLELR R,
KA, BRLOBEERE R & ORI S ML Lav., S HIZ TMR & & BE_TeR

HEEORZ72F 51, PIXE & PIGE #0952 LT Ca & F OBEESH %
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FFFICERTE DL THD. ZOX I ITHERITHE LIV TOLITHEIT,
[F— OB E HNT, BRI RICBWNWTHETHARETHD Z LiX, 41%,
IR SO AR D A F1 = X AN B W TR E etk Bl 2 Rl T rREMER & 5.
Ca FERE L HHENF &L OMIZIE, ARERAOHBEIRD S (K 5B) , H
ENF BE0INT 52 LT, Mg E L HER SN D, AR
DXERIC L VB SN TS F IZL DT ANVER XOLRFE O m Lo
hRE T HHD L7 o7 (Wefel 1990; ten Cate and Featherstone 1991; Pessan
etal. 2011; ten Cate 2013; Twetman and Keller 2016) .

F72, CafBREL FIRBRS LICOLABRAOHBMPIRD bR (K50) .

IHREY, FRIVERERET L2 LXK, MM m B3 2 wRethEsr S

2. F£77, BUKRTEBIKEOWHEEN F B2 LT 5 EFEEITERD LN o
72 (X14C) . FRM 2260 FIEHIFHFMHERE T L bBERE TICBWTHE T

HY, 2L, FRT =40 Thdiewd, KFENT AU NELTFET HEBMERE
TIZBWT, LVEMRT 572D Th b EFE X L5 (Gandolfi et al. 2006; Wiegand
etal.2007) . F7z, FRM XV g &7z F i, BNz F A VE S LTS

FEINZWAET 5 & Komatsu ©H (2007) 1THE LTS, AEERTIE, BUKRITHE
DOWEN F BICHEEDRNWI LD, BURKICE > TI XTI ANEET HITH

FEL T F izl ST, BOMENSNERDIAENS Z ERIZEIN
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2. BUKHEIEOBWEN F BICAEEITBO N2 -212b D00, BUKEOHE
N F BAZL RN A SN2 LIZONWTE, BREICODTNIRFEL
ToMPBE L 0 eMEBR BT IZ W TR S 72 F S ENICER D IAE N /=D Tl W
MEHERI SN D, —T, FIRBIESIZB W TIBIKET L D BLUKE O 503 H RIS
{lpolz (IM4D) . Zh &b, BURERORFEITHWTE, BUKRTNITREMN

WZAFELTZ F BSPUKIC RV ZHUE L ooz @i L, RMETRELLED
TRV EHER ST,

AWGENL, TEOTHPBRESNOHME > MA2HE L, RERTEHEZHNT
FRAEAT o7, B DB, B AL NORER, RAHE S S FREROFE
T BHEOBTIE, BICKOBIKETLT, a7—F DRt LD

T##179 % (Chaussain-Miller et al. 2006; Thanatvarakorn et al. 2016; Takahashi
and Nyvad 2016) . Z D27 —47 L ORFEM RGN T L LT, BIERE FICB
WTIETEE S 28 ® 2 WITMEBERO~ U 7 A X X 07 a7 7 —F (MMP)
EVATA LT T T =B ThHAIT TN 55 (Hannas et al. 2007,
Breschi et al. 2010; Buzalaf et al. 2012; Vidal et al. 2014) . Z®D MMP U7 72
DIEMEAET2HELE LT, ZainFyrorary hvr=yr -7
RO 7 ENH LTV D (Magalhdes et al. 2009; Osorio et al. 2011;

Epasinghe et al. 2013; Montagner et al. 2014) . THTlX, FIZL>TH MMP B L
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OAT 7 o OEERILESIND ZERHRESNTHD72D (Kato et al. 2014;
Altinci et al. 2016) , 1RETGR T E~D 7 v AL O BRI R R D T 70 5§,

27— O REMET 2R LT, O BIEISIRA I SRS, 20
L 972 FRM PO WEN~NRET D FIC L D27 —7 Utz BRI >\ i,

AHIR DRI DLETH D,

B 2128\ T, 7225 3 fEHO FRM % AV, FRM OBAAHM R L O

JRISED pH %28 2 7250, FRM DR E S FE OffitEatEl TRB T L
oo BAMME L s ABXO3 » AL HIZ, Ca#HREIL FRM BEIZHB W T b
B VR R THRICHED L (K6A, B) . HENF &iX, WIith FRM
BETIE= b — VBN THEIEM L. (K7A, B) . &5HIZ, Cafk
HEEWENF &REOMICE, BAHE 1 » ABLO3 » AL bICHRERADH
R o (M8 . ZTHIZXY, WENICF ARV IAEND Z LICL-T
WG T EOMERMERT L LTS LB b, FERL OFRREGELT.

FRM #EICBT 28 EW F &1, BAHE 1 » HBXL T3 » A &b MIFEE F7
FEICHEZEPRD DI, AdBRIEIMIEEE F7T RIS L T E BICHEERITRD b
inote (K7A, B) . WRHERE TIE MIILF7 O 40 fi%, Ad 1X F7 O 1.7 %

DF ZH L THns (K15) , i E HE~0RFE TR 2 D &R L.
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T, TIRTAF ) ~v—E AL MO F T EERICZ L R ENn S0, AE

BROA A A HIREORIEIZB WL, WHENDLD F A 3 a8 LT

B, VI9RATA AL ) <w—8 A FNOLHEE~D F WY ARZEREERL TV

WD TR VW NEEZ NS,

&IZ, FRM OBAAMEZ 2S5 2 & T, FIU FRM FICBIT AHEN F

JEEE L Ca Haei & ORMRAZMFIL-. FRM % 1 » HEEBA LI-REE 3 » HIH

Al LB T 5 &, Ca SOREICHLTIE, BATMIR A8 Lic k0,

Ad BN CIIAEERTBAEDRBD SN0 o720, WHENF &1L 3 » HORECE

WTHEWEMLZ (®6C, 7C) . Zh Ly, WHEN~FIRIWRVIAEND Z &

(Z KD MMERPEIXM B9 52, £OREIILT L BKFR TIERWATREMENE

26Nz, CafakBELHENFE &L DOEBRICBWT, v ba—LBEZRIL

72 FRM B A TlX, A8 1 » AB L O3 » A & LICHBIBGRIZRD 6

Motz (K8) . Znb LY, RERFEDMEEIEDR EIXZEEND F O&EKAF

) TIEZRWATREMEN B X b 5.

ZZT, FRM LV tHEnd FOERE LTE, 2EEREZLNTWD

%1 ISR ARG ICHIIAEN, TAFaT NS A NERT 52 L K OWED

MifetEm EThoD. A Faxd T 82 A FOKBIEN F A4 LEHTLHZ

ClCX VBRSNS T T NE A MIMEFICEZE THH T2 (Aoba 1997;
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Featherstone 1999) , SEOMEEIEDR EICH T2 Wbt Tns. 5213,

BERTICIE LT D F b LI ERGmREICE MG LTS F b IEO

BR8] 5 & & 2 BT\ 5. Ogaard & (1988) 1Ib b A VEE 7L
FRTNEA SERERRT ET D ADTF XA RE iz in vitro O FEERIC
BT, NaF ZIfpsd/looF ANVEIZ= T A u A RIZE L RWEMELZ RS
LT E7z, ERED F A AR APERICIAET D Z &3 X 7 AV NITHA
AENDHZELVBEETHD &V ) #HE S 4TV % (Featherstone et al. 1990;
ten Cate and Featherstone 1991) . Z D X S IZHEORHEHADFES HE LTV D
F CHHENTWDGE, 7vAdaT "4 A4 O X5 72 & %235 2 & Clitiatens
M EdS. Lrl, 20O FICXDENSIINTHLIHEIIIE I LTV
WER N DRGSR AR % (Arends and Christoffersen 1990; Featherstone 2008) .
—F, RERFEIZBNTL, SREDO F 2{EHSELZLREETHL LD
W4 2% dH 5 (Baysan et al. 2001; Ekstrand et al. 2013; Garcia-Godoy et al. 2014;
Ekstrand 2016) . 2D X 912, WEWNIZEY IAZNTC F OMERIES~OZEIZ O

T, FRCHE

///

ZE F EOMABEROABECALFEIDIRTE, &5 W 37

TBEESCF ORER SN TIE, REICEGRGDR X 220,

ARFEROFERIZEBN T, F 2 WERNICRE S TR FHIT= bre— e

el U CH RIS Ifl Sz, kv, WENIC F ARV IAEND Z &
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CMEEERM LT 52 L IXFALNTHo7-. LovL, HENO F E&insd
52 LI Ko TERIKFIICRFEOmEErENm L Lz Tidk <, RmEaT
B OMFEMEDOBAFITIT—ELL LD F &0 ENICFEET 52 ENEETHDL &
WZ 5. ABRIOFERTIE, ZoOME@EOR EICnEREENO F #2250 T,
EIKRF D pH 723 5.0 DIFEIZIBWT, BEN F &% 5.3 x 10° ppmF x pm F2 £ T
FHNCBUR DI IIH S D 2 EARB SN, —ERLLEDO F MNRETDHZ &
IZE DRIV TIE, SBDOILRIRFADBLETH .

WIZ, BUKFFD pH4.5 1%, MERFREREDMKW e &0 9 il U A7 BEEHE L
7ZbDThD. CafBREIT AdHE, MIEE, F7#, COMOIETA72<, Ad#
BLOMIHEE COBEDORICHEAENO b, lWEWN F &I, MIEE, Ad #,
F7 &, CO BEDIATE <, FRM BE Tl > b a— VRRIC R CHREICEIN L.
Fio, MIBEE F7THEEORICHAEENREO LN (K9) . 2k, F7T#f
PHEVAENTZHENF & (2.4 x 10° ppmF x pm) DA T, pH 2MEWSff:
[ZRBW T O BLK Z B LI < W2 & 23R S 7. Komatsu & (2011) 13,
FRM OBUKINHIZH I V=R Y A7 IKAF L, BT RY 27 REWEGAIC
F+2ED F PGS T EBMETHDLE LTS, KEROFERL Z 0
WELZFHTLHbDEEZD. MIBBLOAdHETIE, Car A bl LTH

D, TORENDoTARELEZEZOND 0, BUKEZIHT 5200

34



HENF BICOWTISHROMBNBIMLETH D, £7-, CalBkELHENF &

%

EOMITE, ARRAOHBENRD LN, 5T, v ha— AR L
T FRM BED AT H A RERMAEBRATEO bie (K10) . Ziudk, sENICF
DEDIAEIND Z &K > TIREG FE DM M L3523, pH BMEWIGE
(AR INHNZ LB F BORENH 5720, TOBMELL IO F &721F Tl
IR 2SN T & Ao To o L HERR STz,

K% DRIEREIX, = Fa— BRI W CIERENRZIR L7272, FRM #f
([CHRWTIE, REOEBNMH SN LEABRBD 5N, £, pH BMEWGE
IZBWTIE, BKPBHE TRBLAZIBLTEBY, MEIORHBELEL TV, §F
(2, Ad BETITMBE L i L CHBICRBARFF S OEMICH -7 (K 11) .
ZIT, TRTORMFIZENT, CaBRRICBWTIT AdFEE MIEEORICITA
BERITBO NN Ton, REFEIZBW TR 2E AN RSN, TR
=V R®Gl X Ca 2Rk 57 7 AT A4/ ~—&A L N THY, MI Varnish
I% casein phosphopeptide-amorphous calcium phosphate (CPP-ACP) % &A1 %
—=v a2 Tohsd. CPP-ACP | LF[IEMED U L1V D L% i OREICTED
HELSE, HENIH~Ca A Ay, POsA AL ZRBSEDLZLICEY, HE
DA IRALRESL K INHIAE & 1] E X2 L ST % (Reynolds 1997; Oshiro

et al. 2007; Reynolds et al. 2008) . —J7, —MXAUICHIE & Bk ORI mIRE
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DFAF R CatA AL REBFET DL, FHEIZT7 b U L (CaFa) £k
OWENEEL, ZO CaF2ld F A 40X Ca A A OEHRIRE LTHE, 7
FaTNF A SO OMEER 72 5 K O 72 & D&E 2 KT LTnD &
Zz2 5N TW5 (ten Cate 1997; Ogaard 2001; Tenuta et al. 2008) . H'EJH TOD F
& Ca DFENT, WEIEHEICIIMHA I TWZRWA, 7 R —/L R*GL 22 HE
HENDFA A, CaA AT, REIZENT CaFa D X 9 RIBEZ &L > T D
OTIERWEREI S NS, 2D L 912, 7 R —/L R®GI & MI Varnish 75
BMENDFAFY, CadA A OILFRPRER R L X0, WEOERED

IHREBEATIZB T 2@ RN E > TWLOTIERVWhr SRS, 20
T Ro— b ROGHE@E W BURIIHIZI R &R LTe. — 05, A A4 v OB HRE
FBRIZE T, 7 R —/L ROGI TIE@E W AL A A IEHRD BT (K 15C).
INEY, AT TABENPEHR L TWDOTIERW ) EHEZE S, BN

WA T AEEICITE L TWARWATREMERZ 2 B b.

FEBR 2. THWZ 3O FRM O T, $FIZ Ca BIRINE izt A hd Ad
FEIZBWT, X TOFRMETE WK IR NBD bz, £ 2 TR 3.T
X, Ca DRI K28R A2 HmET D20, CamiRdT DA N A 7D FRM

DPIRINHIZD RN DN TR 2 & & Lz,
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BHED CaTELFIL, CORE, F7HE, P1AE, P2HEOIHIZE <, P1 B LUP2
FEIE F7 BB LN CO LI L THEIC Ca BEREN DI o7 (K 12) .
F72, PLEEL P2 HEL ORICIIAEAEITRO bRtz BHRICBIT 2 HEN
F &%, P1 A%, P2 R, BELOF7REL COBEE ORICHBEZENE O L, Pl A,
P2 B, F7 BEORNITAERET R -7 (K 12) . =F A VEIZBWT, Ca
DIFETF CTIEHEERED F BERSEY, HpNEIIRNEE L L OWERS
% (Skold-Larsson et al. 2013; Souza et al. 2016) . AZFEERTIE, F7 1HHVIAE
AUTZBEE N F #®1% 2.1 x 10° ppmF » um F2EE Th o 7228, Ca HEREIZEIL T CO
BEEHRBAENRBD DR -T2, £z, 3 FEHO FRM B TIIR SR FENIZE
DIAENT-HEENF ZIIFRIETH 7225, CaZIRIMLTZREZBWTIE, L%
RAQPIZHIR S IHl Sz, Th kY, RERFEIZEHN TS, F & Caddffd
HZ L2, MEgETs oM BT 2RI, KEROKEROAT
ITHEEN~D Ca DRV IALEITIARHTHY, Ca BV AL & PUKINHIZIE &
DORERIZONWTIE I LR LM BBETH L. REOWEIZONT, Rip Dt
FICAEENRO LN (X 14) . CO BETIXFRTRENZIEL T2, Pl
BB LU P2 FECRB W TTIZIE R TOREBI TRENRFF SN TR Y, Ca DEINIE

KEDORFHI b B EZ G D g hrolz. ZThvb XV, &7 v kiRt
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TIATAF)~—FALbD St % Ca lCEBLIMBZ2EATH5ZLICko

T, REGFEOMEENEN S HIZM BT 5 Al R S .
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V. them

In-air micro-PIXE/PIGE % H\\\C, RESZHFEIZEIT HMIKFIZ D Ca B L F
DB ZIZ D EEMELZHSLTXT-. £, &7 oAbk 7 5 27 A
F )= AL D St & CallEHLI-MEIZ®BATHZLICky, REASH

BOMEEN X 0w b2 2 Ennhroai.
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V. #iEE

Wz DD, KFROWRZ 5 2 TWZZ &, HiFE L Hmkz b
D F LT RBRRZFRZF Bt 20T JE R 1 ey - RS e . (i BHRAF 2 2=R)
o RIMFEIRIS, RERDIBEMOBEZRLET.

72, RUEOBITICH TV ZRAEFEE, HEHHEZBY £ LI RBRORTFER
FHes IR Oy R R (AR PR =E) IR i,
RBRR R b T ge st~ 7 U 7 VA ER F UM B ek 7' e & X T
AR P EHERZLNCAAR R, §IH RS A TR
e Bl posRid s, JbVEE E RO R DR RE B - FREEESR O il
HIBETERR I I BRI, AR LR A BR B A T ZE RS A A

PSR 22l B E R0 X 0 IEHER L R E T

RIS, AWFFEZAT OB L, 2R S HBIE 2 THW 2RISR
P IR DS F R R (PR REE) R D NSRS =

FR—RFE v H — DB, D&V BILE LbIFET.
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(B) p'ENFiE & Cafiskii & DRI OFBIRIR
(C) FRBIRS & Catek i & D OFHBIBILR
(Spearman’s rank correlation coefficient, P<0.01)
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ElY E gl a

£° a A

E4-T 54-

z b b b 5 E}‘F

K o T X o |

%éz 1 T& %ZT bc:C

© 9 : _ N © 0 _'_%;'—*
CO F7 MI Ad CO F7 MI Ad

C

8’ Wi A

Ca 22 £ (x 102 vol% * um)

!‘ “ HL

CO F7 MI

6. FRMEBAHIBL Y BB LU3% B2 B EBEDOPHS.0fiK% DCafi k&
CO: v hu—Jb, F7:FujiVIl, Ml : Ml Varnish, Ad: 7 R —/L R®Gl%Z~7.
AL A (A) BXO3HH (B) &biZ, Cafik&ElE, FRMEBAEEIZH VT
av be— ALY AEEICED L (BXFITIAEEEZH BT, Steel-Dwass test,
P<0.05) .

[FEERIC IS 1T AFRMEBAMEAMIC X B el cik, AR AT Z L2k v, AdBEIC
BWTOLEERELNED Lz (—: ﬁi%%% 57>9, Mann-Whitney’s U-test,
P<0.05) .
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E 50 - E 50
L'§40- Lg 40 [
o 30 | C o 301
x 20 - x 20 b be
i b be i - %
£101 a T 10 %
= Tg | io.
.HE 0 + 1 T T ".’Jﬂ O T T T
CO F7 MI Ad CO F7 MI Ad
C
50 T m1rA
’é‘ E3uA
3.
o404
g
= 30-
< o
g 20+ -
L.
£ .
EX 104 + i
1= ?
0L 1,

CO F7 Ml Ad

X7. FRMBHAHIBLy HB X O3y AICBIT 2 HENFE
CO: = hu—/b, F7:FujiVIl, MI: Ml Varnish, Ad: 7 K> —/1 R®GI % 7~7.
AWML A (A) BXO3TA (B) &HIT, MEENEIZa Y hr—/LEEC
EA_RTHEIZHEM U (BXFITHEEZEZH 5T, Steel-Dwass test, P<0.05) .
RERFENOEENFRE (C) 1%, FFEMICE T 2FRMEBAMAHIRIC L 5 ik T,
3 HDREZEB W CTHRIZIMLIZ(— A REZ% H 573, Mann-Whitney’s U-test,
P<0.05) .
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® CO
50 - r=-0.56 50 {e r=-0.63 @ F7
e P<0.01 E P<0.01 | @ wm
540 PR D 22 o 40 MEHEDO A | A Ad
£ r=-0.09 £ r=-0.23
o L]
2 30 - i P>0.01 g 30 | - P>0.01
= ’ = 20
20 - Lo
g - : [ﬂﬂiﬁ f:'. o *
10 WA i 10 (%0
B WL = .
0 — - —_— - . 0 —™ .
0 2 4 6 8 0 2 4 6 8
Ca 2K & (x102 vol% + um) Ca 12 & (x102vol% + pm)

X8. 7 vikEmHELy AB L UB8y AIZRiT 5CalikE L HENFEL
DR (K pH5.0)
CO: =» hwu—/b, F7:FujiVIl, Ml : Ml Varnish, Ad: 7 K> —/L R®Gl%Z /<7,
Cafie ot L IHENFE L ORI, BmBIFELy H (A) BXLU3»H (B) &b
IZHERAOMHBINGED b7 (Spearman’s rank correlation coefficient , P<0.01) .
ay b= HEZERSN LT, FRMBMBEE OZ TR L7256, BAmEELy A
BLU3H H & HITHBEBRRITERD b o7z,
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g g
2 T b L 20,
g 10 b 5 15 T o
. = = 10
il i
« 5 1 < b
i‘é L *-% 5 ¢l é T
0 0L =

CO F7 MI Ad CO F7 MiI Ad
X19. BLEKERE pH 4.5 1281 5 Cali k& L i ENFE
CO: v hu—Jb, F7:FujiVIl, MI: MIVarish, Ad: 7 R —/L R®Gl%ZR~T.
(A) CafiZeBEIIAIEEB LOMIFEE oo h o — L EEDORICHE EENRD iz,
(B) BENOEENFEIL, FRMEMEEIZBW Ty b — BRI THEIS
WINL7=., £72, MIBEEB X OAAREEFTREE ORI A EZENE D BT,
(BCFIIAEZE > H S, Steel-Dwass test, P<0.05)
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B ® CO
= 25 =071 | ¢
=4 P<0.01 ® M
L 20 MHEBEDH| A Ad
S r=-0.72
& 15 . . P<0.01
% o u
thH 10 1 * ™
-IE A0 ‘.t L
\J:( 5 A" 0:0

0 &, ot hUH 2} at

0 5 10 15
Ca T2 & (x102 vol% + pm)

10 BiJKKEpH 4.5 D& DCaltk & L HENOHENFE & DOBER
CO: = hu—/b, F7:FujiVIl, MI: Ml Varnish, Ad: 7 R —/1 ReGI % /=
ER
Cali & E WHEWNOHENFE & OMIZIE, AERAOHEENRO bz
(Spearman’s rank correlation coefficient , P<0.01) . F£7=, => Fu— /L EEERIL
T-FRMBAAEO AT, FHEREAGRNRHED bz (P<0.01) .
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a: iR JE L b: #J& T K c:REHL
__60 60 60
S
g 40 40 40
1y 20 20 20
:t‘ 0 0 0
© 0 500 1000 O 500 1000 O 500 1000
A) B L » A BKEF pH 5.0 (454 n=9)
xKEREE
a b c
cO 0 (0.0%) 0 (0.0%) 9 (100.0%)
F7 3 (33.3%) 3 (33.3%) 3 (33.3%)
MI 4 (44.4%) 0 (0.0%) 5 (55.6%)
Ad 6 (66.7%) 2 (22.2%) 1 (11.1%)
B) &AM 3 » H MK pH 5.0 (458 n=12)
REMRE
a b c
coO 0 (0.0%) 2 (16.7%) 10 (83.3%)
F7 3 (25.0%) 3 (25.0%) 6 (50.0%)
MI 3 (25.0%) 3 (25.0%) 6 (50.0%)
Ad 12 (100.0%) 0 (0.0%) 0 (0.0%)
C)) ®ATWIRM 1 » A WK pH 45 (%5#f n=20)
REMRE
a b c
co 0 (0.0%) 0 (0.0%) 20 (100.0%)
F7 0 (0.0%) 0 (0.0%) 20 (100.0%)
MI 1 (5.0%) 0 (0.0%) 19 (95.0%)
Ad 1 (5.0%) 4 (20.0%) 15 (75.0%)

X111, iR £ D R G TR
a: KA IR D

b : FE UK

IO ENDH E DO DFE L IBET

c: BUKSNTRENKLIELZH D

CO: = hr—/, F7: FujiVIl,

MKt DEBIFREIZOWT, 22 b —/LEEZ

MI :

MI Varnish,

CHEFF S L2 H D

Ad: 7 F¥r—)L ReGI

BWTIIFEENZIE LT,

FRMEBAAHEICIHB W TIE, FKEORZRIBDIE S DN itz

(Kruskal-Wallis test, P<0.05) .
F72, pHBMEWSGAEIZRBW TR, BIKBEE TRE %R L7203,
IIREIBI RSN,

25%IC
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Ca 242 & (x 102 vol%:+ um)
~
|
|
o
HENFE (x 103 ppmF+pm)
N (o))
-
T —

o
o

CO F7 PL P2 CO F7 Pl P2

X122 ZBEDCalt R E L HENFE
CO: =2 bu—/L, F7:Fuji VIl (Sr/Ca=100/0) , P1 : Sr/Ca=50/50,
P2 : Sr/Ca=0/100% 7.
CaflE e EIIPIB L OP2HEL a v o — LBE L ORIICABEENED bz,
—77, WENFEIZF7, P1, P2RER, v hu— AL FEICELI 2D,
ZFRMEEIICH B ZEITRD b 7o 7=,
(BRCFRIIAEZE2H S, Steel-Dwass test, P<0.05)
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WEMNFE (x 102 ppmF - um)

® CO
12 - r=-0.63 & F7
¢ P<0.01 | A P1
101 ° ® P2
8 1 - e ¢ -~
. *
61e% ¢
44.%
A.’ ‘: N :
2 .: ~ E
O 7"—*’&‘*—*_‘_'—'*

0 2 4 6 8 10
Ca %225 5 (x 102 vol%:+ um)

X|13. Cafith & & tHENFE & DR

CO: = hm—/b, F7:Fuji VIl (Sr/Ca=100/0) , P1 : Sr/Ca=50/50,

P2 : Sr/Ca=0/100% /K9 .
Catlide & L HENFE L O, AERAOHBENRD bz
(Spearman’s rank correlation coefficient , P<0.01) .
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Ca 2 (vol%)
N
o

0 500 1000 500

a b c
CcO 0 (0.0%) 0 (0.0%) 16 (100.0%)
F7 0 (0.0%) 8 (50.0%) 8 (50.0%)
P1 5 (31.3%) 10 (62.5%) 1 (6.2%)
P2 7 (43.8%) 9 (56.2%) 0 (0.0%)

X14. BiIK % D& RE
a: FRDERO BN E D
b: & THIKITRD LD bOORBENZIBETTICHERF SN D
C: MIKEINTERENZIBELIZHOD
CO: = hm—/L, F7:Fuji VIl (Sr/Ca=100/0) , P1 : Sr/Ca=50/50,
P2 : Sr/Ca=0/100, (##£ n=16)

PR % DRIETEHEIZ SWT, 22 b — VI B W THIRBE MR IR L7223,

M AL FEEICBWTIL, 1FIE2ToRECREIHEE S Tz,
B DRI CHBEENRD Hviz (Kruskal-Wallis test, P<0.05) .
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Fuji VII

MI Varnish
Adseald Gl
P1(Sr/Ca=50/50)
P2(Sr/Ca=0/100)

18 250
~ 16 —
E 1 € 200
Z 12 =
= 10 =150
= e
H 8 H
R & 10
& 4 L 5
S
2
0 0
35
€
o
=2
#
K
H
o
<

X|15. FRM»>SH D28 A DA F v I HIEBE
(A) CaA A rDEHERE, (B) FAALOEBEHIERE, (C) Al v OEHERE
G TR S A 7T (n=4) .
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