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(57) Abstract: The present invention provides a method for pro-
ducing nanodiamonds doped with a Group 14 element which in-

(b) cludes: a detonation step for obtaining nanodiamonds which have
been doped with one or more Group 14 elements selected from the

group consisting of Si, Ge, Sn and Pb by causing the explosionina
oo sealed container of an explosive composition which contains one
B or more types of explosives and one or more Group 14 element
compounds; and a step for removing the Group 14 element and/or
oxide thereof by subjecting the nanodiamonds which have been
doped with a Group 14 element to an alkali treatment.
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[0001]

[0002]

[0003]

[0004]

[0005]

[0006]

[0007]

i o BF

AEBPIE, B1A4BRTENR—TINEFT/ T4V EY ROBESFERY
FBEAEICET 5,

BR

FAVYEY ROEHEVI—IE. T /914 ATILERICREGBRAERE
HTHY BEERMOEAAFICE RONZEFRRNTODE, BE, PRERI
BRWEDHI, BHEA A=V T7OTO—TE LTHEINTWS, FLHFEHL
LU —ATHEINZEFORAEVEREABLYEHAITEZ2H8EHD
Z&EickY, ODMR (Optically Detected Magnetic Resonance ; ¥R T
I55%) PETFEY M LTOFIRABH/EIN TV S,

FAVYEVRORKEVI—DI1BETHBSIVEY I - BAIART ML
ICBWTIPL (Zero Phonon Level) &EbhhzEWE—I %5859 2% (FERFEF
XHEk1)

TARER—TULEFTAVEY RIZ, OWDEAEICLIYBEINTWS (&
EFXXEk 1 ~2),

FERFEF AR 2 15, FREFRDT /FAVYEY RIZDWTHHE LTWBH, S
iV (Silicon-Vacancy) £ 4 —%HT2F /54 VEY FIFEEL TWaWw
o FEFFFXEA2IE, YT al—vavic&Yll mm~1.8 mDF ./ FA¥VE
Y RRETSNEY S —RBRNENICRETH DI EERLTWDS,

FERFEFSCHA 3 DFigure 1. AFMICK YCVDIATIRE L SiVEV 9 —%F T
2T/ 94V EY RERRLTWBH, Figure TOHLED TS 7ITHWTHE
gEm S (nm), BWEIMAB(I /7 0V)PAREIN. ZOE—IFIIEHINNT
HBHH BEIE) IV EBTIMEH B EDESHNTH D,

IR 4 Ik, FEARE LC3-4mDF /¥4 EY RERW, Uy
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D T/NETMPECVDIEIC L U BRI BT, SiVE Y 4 — &2 2O FHERZRT3nmdD
FT/FAVYEYRDPBELONRE I EEZRR™LTWS,
FoATHAT SRR
R SCHR

[0008] %FEF>CHR1 : $52R2014-504254
REEF SRR : 45BH2004-176132
FERFET SR

[0009] FE4EEF~C@k1 : E. Neu et al. APPLIED PHYSICS LETTERS 98, 243107 (2011)
JEAFEFCER2 : Nat Nanotechnol. 2014 Jan;9(1):54-8. doi: 10.1038/nnano.
2013, 255, Epub 2013 Dec 8.
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RIPDOHE
FALGERLELD & 25FE

[0010] AHFBAD1DOBEMIK, 74K (Si) . FIv=Uh (Ge) . ZX (
Sn) BREDETNA4BETRER—T LT/ FM4VEY NOBREFERTE
HWAXERHTD I EILH B,
R ERRT BIODFE

[0011] AFEBIE. UTOFE1 4ETRSR—TINT/ T4V EY RORER
ERVBERABEZRMTEEDTH S,
H1., DK EDB1RBOBELVAKEH 1BOE 4BERLEYES
CBREERY A BHEBRNTERIET. Si. Ge. SnRUPbHMLA
DEENSRBIENZ VAL EHT1BOFET1 4ETRZNR—TINEFT/ 514+
EYRERBZERTIRE. F14ETRENR—TINEF/ 4 VvEVRET
IWAYVAUIBE L TRIEEE 1 4 ETRKRT/ XIEEOBRIEMEZRETZ2ITREZS
. B1ABRTENR—TINEF/ T4V EY ROBESE,
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H2., TFIAVNBTIRORXIGRICAIRS1 4BETRNM N—TIhis
/MY EY FERIBEREIRMBORE TUIEY 5 RRBUEBTREZISICE
O BTICRBBOET1 4BETRNIN—TIN T/ FAVYEY FNOBERE
IH3. RIEEERMER®S. B P. S, Cr, Al, Li, Na, K, C
s. Mg, Ca, Sr, Ba, Ti. Zr., V. Nb, Ta, Mo, W, M
n. Fe. Ni, Cu, Ag, Zn, Cd, Hg., Ga, I n, T1l, As
. Sb, Bi, Se, Te, Co, Xe. F. YRUZVH /A4 KDOELSB
BEOLBRENDIDACEL 1 ROBITREZCILEMEILICEE, H1
XIZ2ICERHDB N 4 ETREN R—TIhiF /54 v EY NORESZ,
IH4. Si. Ge. SNKRUPbHLAZENLEINZDACED1TE
DE1 AETHRRV/ XIEZOBIEYMERIERE 1 4ETRSA R—TIhiT
JHAVEY REEBLF/FAYEY M E TV A B L TRIZEESE 1
ABTRRG/ XIEZOBILMERET S IREZS0. B1 4ETRI’F—
TEINF ) T4V EY ROBRTTE.

IH5. HIEFT/SAVEY FERINREUETHEONLEDTHS, 7
AICERBOBE ABRTENR—TINF /) F1 VY EY ROBEEE,
IH6. HIEFT/SAVYEY FERID. 51, B P S Cr, Al
. Li, Na, K. Cs, Mg, Ca, Sr, Ba, Ti,. Zr, V., Nb
. Ta, Mo, W, Mn, Fe, Ni, Cu., Ag. Zn, Cd, Hg. G
a. In. Tl, As, Sb, Bi, Se, Te, Co, Xe, F, YRU
S8 )4 RDLRBIEDPLBEENZ DR EEH TROEITRRT /X
TOBIEMEET. HAXIESICEHOE 4GRS R—TIhikFr/ 4
1V EY NOBEAE,

IB7. RIEFT/YAVEVRIC. B P, S, Cr. Al, Li, Na,
K. Cs, Mg, Ca, Sr,. Ba, Ti. Zr. V. Nb, Ta, Mo,
W, Mn, Fe,. Ni, Cu, Ag,. Zn, Cd, Hg. Ga., I n, TI
. As, Sb, Bi, Se, Te, Co, Xe. F, YRUSVH /A KD
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[0012]

[0013]

[0014]

[0015]

LIRBENLBIEINZDAKEH T1BOBITRNILICN—TINTAS
IHA~BDOWITNMNMTIRICEHDOE 1 4ETHRN N—TINEF /14 ¥
TV NOBRAE,
FEIEDWR

Si. Ge. SNKUPbHILARZBENLBIEINDZDAK LB 1EDE
ABETTREFRE TOBIEMITEBUIBTIIBERICRET 2L RETERVLY
CTIAVRBIZEYET ARTREFIR—TINEF I/ IV EY DL
NOERETDHIENTES,
B D E e ER A
[H115 M FREEMELTRY) 72N S /) —IERVL, RMENHEITI
BEEWTRONETARRNR—TF/FA4VYEY RO@)T8mmERA A —T >
&, (b) BROBEHEARYT ML, B1 (0)ITHWT, 750nm{HiEIC B D
ARNRYR (and—E—=7) NMEFEETZIN. O RNV REY VT
WICE>THEELBWEELH D,
[E2]17 )07 ) ALIBRIE OXRDAIERR, A: 7ILH Y NEE B:T7ILAH ) NIE

Al
%HH %%ﬁﬁ?é?p@@ﬁ/:m
AFEBEOF /T4 VEY RE Bl ABRITRUADTREN I LICR—TX

nTWTH LW, EOLIARmTFEELTFE B P S Cr. AL, L
. Na, K, Cs, Mg, Ca, Sr,. Ba, Ti. Zr, V. Nb, Ta
. Mo, W, Mn, Fe, Ni, Cu, Ag, Zn, Cd, Hg, Ga. |
n, Tl, As, Sb, Bi, Se. Te., Co. Xe. F, YRUZV¥
A RDORBZELNLRBENDDRCEE 1EDTTR (UT. T#E3THR]
EMER) BNEFOLND, BEITHEN T/ F1YEY RITKR—=TINB5BA.
BEMERTIE. PR EB 1BORE, Db 1BOE 4ETRLE
MRODBLEEH 1 EOEITREEMEILIZST,

ABHEICSWT, B1 4Kk BEILLBLTILIKEITRNI R
INF/FAVEVRERIC IR=TF/FA4YEVRN] LRBETZE
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[0016]

[0017]

[0018]

[0019]

[0020]

Y SR

AFEBAD 1 DORFEHEICENT, ARFOEREREF. PR &b 18
DIFEEDRCEBT1BOFE 4EaRELEME. BEICIHLTHARLLES
1BOEITRILEVEECREERN - ERBTRNTERIETE 41k
TR, BEICSLCTCILIKEITENR—TINEF/ F1v¥EVREED
BRELIE. £1 4Kk, DECKRLTILICEITRSAN—TFINiF/
FAVEY RETIAVLEBLTHE 4BETERY/ XIEEOBEILDERE
T2IRE2U,

FIFAVYEVRICR=TINEHB14KkEcHRIE. Si. Ge, SnkV
PohOLRBENLRBIENDI DR EETETHY., FELLIES i THD
BREELTE FIKBREINT, RANOBREEZLSAWVWS I ENTES,
BEFlELTIR. M)ZbOMLIY (TNT) . o0M)AFLY MY
ZhSTY (NFYHFY, RDX) . 2707 KNS AFLYTFISIZMNSE
V(AT TFY) . M) ZMAOTZZIAFILZRNSIY (FRYIL) (R
YHTYRY M=IFES=ZbL—KF (PETN) . FhZ=bOx4s> (
TNM) . MU/ —R)ZbhORYEY, AFHZMNORFIRY, T
T/ bORYY7OFHUARENBSFSN, IhHE 1EEMT, =X
WE2FBUEZHAESDETHEWSE I ENTES,
B1ABRTREEWE. TA4REED. T LEEY. ZXLEY
RUSHMEENHD LRZDBENLZBIINZ DA LB 1 BEZED,
BHOT A RIEEYWE LTI,

T TEMNFERNIAFLOSY, STEMNFOIOAFLOSY, M) TN
FUAFIYSY, PFEMNFVYNIIFAOSY, SPEMNFVIIFLY
SV, NITPENFDIFAOSY PEINFINYTOELS SV, A B
FORNIAFIOSY, DARFDIAFIVOT Y, RUXAREIAFIVY
SV, IMFUVRNIVAFLISZY, SIMFIIAFIIOZSY, NI MF

UAFNTSZY, IRFIURN)IFLIOSY, VI FVIIFIIIU,
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[0021]

[0022]

R)IRFSIFIISY, MIAFL I/ FIOSUREDERTILF
WEEETZVSY

MyooOxFisZy, Dr7O0AFINoZy, yO008) AFILY
v, MN)sooxzFIveSy, YooavIFIISy, OOk I F
Wy, M)ooo7xzZ)veSy, Y7oy 7zD)LY Sy, /00
N)Zz=ZY5y, DyO0QY 7Ly 5y, YyO0QXFILT7ZL
SV, VORI FIINIIZINIS Y, JAAY A AAFINTI S Y
ToOaziAAAFILSS Y, yOO070AQYXAFIITCSY, Y00
FrzAodrcsy, YooaozFizivAnY Sy, 00y 7)bAn0
oSy, ronoziAnoryoeiLs sy, M)A axFILy
SV, TI7NMAATAFLSS Y, ThAARN)IAFLES Y, TFILENY
Aoy sy, JIFLYLAQYSY, NYIFLTLAOYS Y
Nyoido7oEL>Sy, Zis0b) OISy, M) 7)L40
JIZLVSY, YAV IIAYSY, ZFAak) 7Y S
c MUTOLAFINYSY, VTALIVAFILYSY, TObLMNYAFI

\

YSv. ZALNIIFIAYSY, TALN)TOENLSSY, ITOLY
TSy, JOLMNY Dz DI SUREDN\NOFVEFEET DY

PN

TAFYAFIIOSY AFHIFANIOSY, AFHTOELIS SV
CANFTTIZDNTUSY A0S TN AT NS VIREDRY
oV

- M)IFSSHY M) TRELYSHFY M) Tz SHFY A
FHAFUNIOSHY AXFHIFILIISTY AXH TN IISH
Vo ANFHAFUIoON)OSHYY FVSXAFAI/OT RIS HYY
CANFHIFLANIOSTY VST FAC /AT RIS Y

AFYTIZNTIOMN)ISHEUREDY FH Y,
CUSRVEY, VUSIRVEVREDFEERICTARRFIMMEAATNL
BEEY SV
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[0023]

[0024]

[0025]

MU XFLTS )=, DAFLTZZNTS /)=, NYITFIIS)
—. VIFIISVIF—I, N)yTOELTS =), TOELYS
A=, M7z S )=, V7SI F— IR EDK

\'l

b
£

i3

Bink

EX=

TRSAFISSY, TFIRNIAFLISY, M)XAFALTOELYS
Vo MIAFNTZZNIZY, SZFMIAFLIZY, PIIFILAF
WoSU, AFILN)DZZUNYS Y, TRIIFLYSY, NYIFLD
ISV, VIFINY TSV, IFIVN) DNV S U T
NS TIZNOSUREDTILFILE LT —ILEBHS S,

- hUT DIV DIILAIVKR VR, M) AFILY ) IVEEER. RUXFILT Y
W7OEFVEE MIAFILS)LVBBREDAIVREIIVEEEFYF V.
CAFHAFITIOFY Y AFHIFIIOFTF Y, AFHTOEN
ovoFHyry, AFHTIDYvOFHrREDOFT Y,
CAFITSY IAFILYSY, MYAFIYSY FJIFILIYSV, b
VIFNTZY, NUTRELYSY, Y7250, M) 7=y
SVREDTIVFIVESL LLIRT ) —IWVEEKBERFEETBZO SV,

T ASFR (7OOXFI) DSV FTEIFR (EROFIXAFIL) ¥
S TERSIFR(MNIAFLIIIL) 5200 TRIFR (M)AFILY
V) A8V TRSFR (UAFILIS VL) 5, ThIFR (K
D (ERBFIAFIV) DUN) 0 TRIFR (ZML—=FXFI)
S

BRENEFLEND,

BERTIAREENEL TR BIbT1R BELETAKR B4R B
fbiribr 41 %, 2{xibTM41HR. >3V, WETMFRE R—T LERFEM
BENRIFOND, TA4RER—TI2RFEMBELTIESL. /5774
b SEMR, A—ARVTSv o, ryFzvISvH, A=V A, VIS
—Ry. N—=Rh—RY, FEFLYTSV I, A—RVT7A4/8—, XY
R—=SZAA—KRVBREREFLEND,
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[0026] LEA#ELIEEROTMRIELEMIE. 1BERTAVTELL, 25
UEZHFBLTHE LW,

[0027] SR Z=ZDLEEMELTIE. AFILTLIY, TFILTILTY, X
FINTIIZDLARFY R, IAFATFNIZILISTET—M KU T
FLUTIVRZOLTET— M TEIANFITIVTZOL, ThZIMF
SHEWVIZ VL, AVTFLTFILTY, Z/RIETILFIVLTILI =D L, =1R
BIXAFNT I/ TN LEORRT VY0 LMEEHW. = bOKNY T
T/ —)ILEEE(Ge,(ntp),0), AFO—IEEE(Ge(cat),) XiF7
T/ELVEEHR(Ge(ap)C |l )EDOSIT =Y LtEEF. FILYX=U LT
REY R, FURZVLTF RS TREFY REDQFILIZDALTILIAFY RY
EiFfons,

[0028]  EEZI~=ULibEWME. 1BERTHVWTHLL, 2BUEEZHAL
TH LW,

[0029] XZfb&EME L TR, BIZE, BIEXX (1 1) [ BEZXX (IV) | iRl
ZZX (1) R X (IV)  BEexX (1 1) BEIXAX (IV) | B
ZX (1) 79X (1) | BEEERA X, MR X E0EBR XL
B, TEIAFIRZDEDBRTIVFINZRZXIEEY. T/ TFILRAXA*
SROEDIBEI/TILFIVAIAFY NMEEW., VTFINRAIAFY RO &
DBITINFNAZXFFY REEY. TR T7IZIWAXDELS%T ) =)
ZXEEW. FAFIZAZAILI—F EROFZTFIZAILFHA R,
T/ TFINAZXM)R (2—IFIAFH /) I—N) QREODBERIXLEY
RENBIFOLNB,

[0030] EEAXLEMIE. 1REEMTHWTEH L, 2BUEZHALTELW

[0031] SAbEME LTI, FIAIE. —B8ksh (PbO) . ZEESE (PbO,) .
8t (Pb3;0,) . 880 (2PbCO;-Pb (OH) ;) . fHEESE (Pb (
NOj;) ») . Bfsh (PbC1l,) . fitfksh (PbS) . &8 (PbCrO,
. Pb (SCr) O40 PbO-PbCrO0O,) . kB (PbCO,) . Wit
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88 (PbSO,) . 7vitsh (PbF,) . 47 vitsh (PbF,) . R{tsh (
PbBr,). 3vfsn (Pb | ,) FOEEMNEY. EEESE (Pb (CH;
COO0) ,). 4HNEVERE (Pb (OCOCH3;) 4) . ThZITFILEA (
Pb (CH3CH,) 4) . ThIAFIE (Pb (CHj3) 4) . ThZTFI
80 (Pb (C,Hy) 4) EOERMEEMIZETFSND,

[0032] LEESA‘EEYIE. 1RBEMTHWTH L, 2BULEZHRBLTE LW,

[0033] HEI3xHKELEWME LT BEESTRIELEDRVERSE 3 TRILEHN
Eifon, 1EXIE2EULOEITHREEMEZHBALTE LW,

[0034] EE3TRILEDEUTICHRT 3,

[0035] HROFREEWE LT Bz, BEROIREEY. BERVRLELEDAR
ENFEF LN B,

[0036] MERUREEMELTE. B A MRV ZBEZKRVER =
BIbZHRUHR ZBEOEKRVER. ABtEOERVER. =ZREKRVHR. 7837
WAORIE. ROBT7VEZI L, RUBT IR ILBRENETFLND

[0037] AHEEOVHRIEEMELTUL FIZE. M)ITFILKRZY, (R) =5, 5
—T7xZI—2—XFI-3, 4—-70O/N/)—1, 3, 2—FFHHFRO
YT v, RYBENYAYTOEL, 22—V TOKRFY—4, 4, 5, 5—
TRIXFI-1, 3, 2=-UFFHROSY, EX (nF2L2F)I5
N ROy, 4— (4, 4, 5, 5—=FKrSXAF)I—1, 3, 2—-UFF
HAROSv—2—4J)) —1TH-ESY—I, tert—7FI—N—- (4
— (4, 4, 5, 5—=FrSAFL—1, 2, 3=IAFH ROV —2—
AI) TxIV]) AMNA—R TJzZROVEE 3—-TEFILTzZI
ROVE., =7 vt RV REBEER. =T vIERVRAIEKS VEEEF 2 -
FAZ7zvROVE, MR (MYXFILTIIIL) RS- MaEREFLN
%,

[0038] D ibEME L TR, BRI, EE) V(EEY. BR) VbE&YRENE
Fonsd, @) eEMELTE RUDV VBT YEZILRENETS
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[0039]

ns,

B bEmELTE. MIAFILKRZRT7z—b M) IFIEKAT7x
— k. M)TBELERT7z—K, M) TFILKRZTz—F MIRVFI
RRAT7z—b, MIAFINWNERATz—b, VAFIIFIVRATZ— K,
AFICTFIVKRRT7z— b, TFLPTAOENKRAT7z—F 2—-IFI
ANEIY (p—bJIW) RRT7z—h EX (2=ZFIAFIIIL) p—
FYIWKRATZz—F, MYUBMYIWKRRTz—F, ¥ (RF2IL) p— MY
RRA7zxz—b, MR (2=TFFIIFII) RR7xz—b, M)y OAN
FUNKRRATz—b, M) TZZNWNERRATz—b, IFILITTZIVKRRT
T—h VTFILTZZNRRTz—PM TZZIERRTFIUINKRRT z—
M ZLINWNYTTZNRRATz— b M)ILIIIVKRRATT—bF p—h
DIWVER (2, 5, B —RMYXFIAFII) RRATzz—b LTI —
2, 6—FYLZIKRRTz—F MJFILZNKRRT7z—F EROF
YITZWNYTIZIIVRAT = MR (t=TFILTTZIN) KRT
—h MR (i —=7OELT7ZZI) RA7z—F 2-IFIAFY
WITTZWNRRATz—b, EX (2—IFIAFIIN) TJ2Z)RRT T
—h MY (VZWT D) RRT7T—b, JIZIVERRFIRVFILKR
A7z — M RED) VBT XTIV,

1, 3—7zx=LYy ER (Y7xZ)KRRT7z—HN) . 1, 4—7=x=
LYy EX (FYLZIEKRZRT7z—H) . 1, 3=7x=LY EZX (3
, 5, 57 —RMNUXFIAFUIRRT7T—F) . EXT7z/—ILA EZX
(7xZIRR7T—RK) . 4, 4 —E7xZ)l EX (F2 Lz
KRRA7xz—H) 1, 3, 6—7xz=LY MR (FTLIIKRRT7x
— ) BREDOWHEE) VBRI AT,

M)XFIKRRAT7 74 b, M)IFIKRRAT 74, M) T2 ZIRRT
74N MIVOLIWKRRT 74 NREDE) VBT XTI,

1, 3—7zx=LYy ER (YTxZIKRRT7A4N) . 1, 3—7x=
LYy EX (PFILZNKRRT7A4K8) 1, 4=7zx=LY ER (3,
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AEBOEFE LW DOXEBEHMEOHESED LIIBRGETHELND
N—=TF /54 ¥vEYRIZ. B14%mxR (vacancy) E> 4 —, BEICIHL
TILIKBITRIEVIY—%EEH. TNICLYRKREHIE—VE2ET B, £
1 4ETRNS | DFE. BARSE—ITDRRIE. B1 4ETREITAR
E2UHE. HELIET720~T770 nm, LY HFF L < IX730~760 nmTH Y,
B1ABTREDITNTZOLEEUHE. FF L <IE580~630 nm, L YIFE
L <1£590~620 nmTHY., HB1 4HEXRENAXZ20HE. FF L <12590
~650 nm, L UIFFE L <IF600~640 nmTHY., F14ETENRESUHE
. BFFE L L IE540~600 nm, L YEFFE L < 13550~590 nmTdH D, AFERD L
YEFELWI DORBHEICEVWT, B14ETHRAS i DF/F1VEY
ROEWEFENLE—2 1L, ZIPL (Zero Phonon Level) &EEbHN BH738nmDEH L
E—7%2T,

AFEBAOREHED LIIBRAETEONDE 1 4Eak. BEICIHL
TESIKEITRERN—TF/FAVEVRICBIFZHE1 4ERRVEV S —OD
REE, FELCIRTIXI00 emA ETHY . LYFFEL <IE2X1010~1X10°
SemTHY, BITRVEV S —DRER. FFELIFTXI100 el ETH
Y, FUFELLIF2X100~1 X109/ cmd ETH B, F1 4ETRVEVS
—. B3IXRVEVY—DREIF. PIZEHERL —Y—EEMHEE. FLEEN
RHADHEEEZFATIIETRHETEDEHEIND, d. HARLESD
MICEBWEY S — (MEEB 1 4ETEXIZEITR) OREDREE. XER
(DOI 10.1002/pssa.201532174) =SB TX %,

AFEBAOREHED LIIBRAETEONDE 1 4Eak. BEICIHL
TILIKEITRERN—TFH/FAVEY ROBETELRERIE, #FF L <1320~
900 m2/g, K YWHFFE L <I1E25~800 m2/g. X HICHFE L < 1&30~700 m2/g, %F
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[0083]

[0084]

[0085]

[0086]

[0087]

ICEFE L < 1835~600 m?/gTdh %, BETLLREREIZ. BREREICLIYRET 2
ZENTES, BETLLREBDREREIL. HI X IFBELSORP-miniII (¥4 /O
NSwv o - RUVKEASHE) 2805 &N TE, BETHEREARIZ. Fl A IELL
TORGETAET DI ENTE S,

SRIEMARE : 40mg
- Flwdzig - 120°C. EZRTIHFRINIE
SRIEREE 1 -196C (RIFZREERE)

AFEPOHESESD LSIIBRAETHEONDI R—TF/FA1YEY RO
— R FOEEY A &, FF L < 1E2~70 nm, L YBFFE L < 1£2.5~60 nm
 XSITHEFEL < IE3~55 nm, 4FICEFE L < 143.5~50 nmTH D, —RALTF
DIFEH A Xid. ¥R XHROHTEXRD) OFHTHRN S, Y5 —0ORITK
YRDBZENTES, XRODAEEREI. HlIAELEEZ BENXGRCIITEE
(KRR HIH) Z2EF2IENTES,

AFEPOHESESD LSIIBRAETHEONDI R—TF/FA1YEY RO
RERZSHEEIF., FELLET0~9EER. JYHFFELIET~BEE». <
SICHFE L IEB0~ITEEB%TH 5,

AFEPOHESESD LSIIBRAETHEONDI R—TF/FA1YEY RO
KREBEIX, FELIK01~EE%. LYIFFE L <I130.2~4.5EE%.
IS5ICHFELLIZ0.3~4 0EEW%TH B,

AFEPOHESESD LSIIBRAETHEONDI R—TF/FA1YEY RO
EREEEIF. FELIF01~5EE%. LYIFFE L <I130.2~4.5EE%.
IS5ICHFELLIZ0.3~4 0EEW%TH B,

AFEPOHESESD LSIIBRAETHEONDI R—TF/FA1YEY RO
RFE. KR BROSEEIRE. TRIMICLIYRAET S ENTED,

AFEPOHESESD LSIIBRAETHEONDI R—TF/FA1YEY RO
B AETRESAEIE. 1IFF L <I130.0001~10.0E88%. LYIFE L <130.0
001~5. 0B 8%, X 5ICIFE L <IZ0.0001~1.0BE%THY, BITR2E
B, H#FL<I1X0.0001~10.088%. LYFFEL <1£0.0001~5.0EE%.



WO 2020/195999 24 PCT/JP2020/011340

[0088]

[0089]

[0090]

[0091]

IHICHFFELLIK0.0001~1.0EE%THD, H1 4ETRSEE. BH3ITHE

SEER. PIAIEFEERE TS XA RHALHHIE(ICP-AES, XRF, SIMS (ZRA

FUVEBESH) ICLYRMETZENTE, R=TFH/F1VYEYRIETIL
7Y ERE,. BERARE LTCEERT 22 &0 TED,

AFEBOIFE LW DOEBFEBOEESEE L RBRAETELSND
KR=TF /54 VEYRNIE SIUPHEICEY. STV TRODFvr—
KBWTHAVEV R, 35774~ REAE FOFEOH), READILKR
ZIVECO)ICHEMAE -V ERETE S, YV Y I M Fvy—NIBITS
FA4VYEY NICEHEIRE—2131100~1400 cn'THY, 5774 M
BHIR E—71321450~1700cm ' TH Y. REE FOF S E(OH) [CRHEMRE
—7121500~1750cm ' TH Y, REHILKRZIJLE(CO) IR E—512165
0~1800cm' TH 3, Y1 VEV R, Y5774 b, REE ROFTE(OH),
KEHNRZLEC) ICEEHNAE—IOEREIE. STUIHAEBICLY R
INd, IYVHROL —H—ERIE. FZ1£3250mX (34880 TH D, 5 <

VRNEBE LTIE, HERBEMS T VONEE (BIZIX, BRE : BEML
—H =S U HHIEET LabRAM HR Evolution, JRZEEMEARHE) %
ERTHIENTES,

AFEOEEFEE LIIBREAETELONZFE LW DOEEHRED
KR=TF/F4V¥EVRILBWT, ¥4 VEVYFOE—/@EE D) &757
74 MOE—J®EE (6) OLED/G)IF. #FFEL<IF0.2~9, L YUHFFHEL < IF0
3~8, ILICHFFRLLIF0.5~TTH B,

AFEOEEFEE LIIBREAETELONZFE LW DOEEHRED
KR—=TF+ /514 VEYRICBWT, REE FOFVEOHOE—7ERE (H)
EFMVYEYROE—VEE (D) OLEH/D) I, FFE L <IK0.1~5, KYF
FLLIF0.1~4.0, I5ICIFFELLIF0.1~3.0TH 3,

AFEOEEFEE LIIBREAETELONZFE LW DOEEHRED
R—=TF /514 VEYRIZBWT, REANKR=ZNLECHDOE—7ERE (C)
EFMVYEYROE—VEE (D) OLL(C/D)E, #FFE L <I1X0.01~1.5, &V
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[0092]

[0093]

[0094]

[0095]

[0096]

BFFE L <I150.03~1.2, ISICTFFLLIX0.05~1.0TH B,

FT/HFAVYEY ROSTUOMFERE LT, Xk (Flx X, Vadym N. Moch
alin et al., NATURE NANOTECHNOLOGY, 7(2012)11-23, #%ICFigure 3) %%
REBIENTES,

AFEBOMD 1 DOFFE LWERBEICEWT, ARPOREAZES LL
FREEAETELONSZ N—TF /4 VvEY FOREICHARL EH 1 EOE
RERERIHRY/ XEPARLEE 1BOKZRIFEEBELTVWTE LWL, B
FREBEEREE LTIZ, OH, COOH, CONH,, C=0, CHOREN
BiFfoh, OH, C=0, COOHMFEE LW, KFERIKHE LTIE. KEH
1~20D7IFILENEFLND,

R—=TF+ /514 ¥ EY ROREICHRLK EH1BOBREERERIENEET
52&T F/FAVEY RRFOREMIBIINDZOTHELW, F—7
FT/FAVEY ROKRAICDLBL EHTFEOKRRIGENIEEST S ET, €—
HBNNTIRICAY. BEKBRPTRENIDOEDHRT 2OTHFE LWL

AFEBOMD 1 DOFFE LWERBEICEWT, ARPOREAZES LL
FRBEEAETEONSZ N—TF /A4 VYEVFRITYIVEEEZRBLTWL
THLW, ITFVIUEBEDR—TF/FAVYEY ROATIIE 4 rTHR
BF. BEBEILSUCTILIKEITEN R—TINAEF/ 1V EY RHFT
Hb, COATIE. Bl1dExRVEVY—. BRBEICSLTISICEITHE
VeV —%F L., BENERTIEDTHDIENFE LV, Y TILIEES
AYEY RBBETHY. spPIRFREZEATVWTH LK, ILIKBRETFES
BI2ZEMTFFELY, YRR TZT74 RETH>THLWL, Y TIOD
EXid, #F L E5mUAT, SYFFL < IE3mAT, ISHICHEFEL < iETnm
UFTHD, YzIIVEREICHKEEREEZBLTVWTH LW,

R—TF+ /) F4VEVRIZ. TFELIZERETEETDENTE S,
K=+ /514 vEY ROBRIE. 87F L <IEERR. BHERSIWEETI S
IGEWSEERTH 2,
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[0097]

[0098]

[0099]

[0100]

MAEEEIE. BRAEICHBINTWARFEOEM I ZRT-HDOEED
lETHD, AREIR. BAEE1E LT, IUIAEETHNIEH ZITEHIE
BNI LTV, ARER., BIZER—TF/ 514V EY FOT EME
&&EGREHTY 7 MBI ZI1E, winROOF) THEFTL. TRRCLYKRDBZ &
MNTE S,

ARE=4z X (BF) + (BER) "2

Bz L, FRI0OEMADIES, T4z X (10X10X ) + (10X2X ) ~2]

OFERICAY. AREIR (BXE) SWHIBERICAZ, 2FY. AREKC
BUWTERR, SEEMETIILVWRBEWD &L, R—TF/54¥
TV ROBBEE, FFLIK0.2ME, LYIFFL<IF0.3UE. I5ICHF
FL<I30.35 ETH B,

AEBOFE LW DORBEHEICEWT, R—TFH/ 1V EY RATF
DN, sp3ixkFEE R—TINAEFE 1 4ETHR. BDEICBRLCTILIIE3 T
REBUCYIVYEY RBEEBL. TOXREIE. sP2KETEXRIND T EIL
J7ABTEDODNTWS, ILIKHFFLVWERBEBICSEWT, PEILTI 7R
BOAUNLEILT 774 RBETEDODRTWTH LW, Fl PEILT 7R
BEBILT> 774 NBORIIEXKFBATEINTWTE LW,

AFEBFOIFE LW DOERBEHEICEWVWT, KEBOEESES L I3HE
BAETEONDE R—TF /M4 Y EYRIF. TIARETAFRAOE—%H
ENEEHI D, R—TFH /Y4 VEVYROE—FEAIK. FFELLIE—-70
~70mV, £YPFFLLIE—60~30mVTH3%,

R—TF /54 vEYNIZ. BEEE 4BETRLELEY. BDEICKELCTS
SICEITRILEMESUEEERMEZEET2IRE. BOoNCREYMER
RSN TEAEIEIIREEVREAERICIYEEINEGES, §8ELT
5. EEEER. ARBEEARISBIOND, BEEE 1 4ETHREEY
. BBICH U TEILICESTRIELEMESUBERMERMIE. [EHE (pressing
). FEE(casting) ICLk > TR TR &M TFE LV, BE, B1 4Kk
&Y. B3I THRIEENMDOE 2~ DRT (R2IBEME) ZE2HODAEELT
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[0101]

[0102]

[0103]

[0104]

. MR, BRE. AL —7 5w aik(spray flash evaporation) &S

5N, BREMBEPEEREZD LITRERICLYNRET 256, BEEE
1 4ETRIEED. BEICISCTISICEITHRILEDZELENS L IFEA

AAREL LBEZRAWVWTEET 2, BREE 1 4ETHRILEDDESR

DR, UTFDA4D20WThOEAEHLETH>TH LW :

IR (TR & B 4R RE A (F2IERM)

- RR (BN &R 4 ETREEY CARIARE)

RRGRRREE) & B 1 4 BRI AT (52188)

IRER(ARRRR) & B 1 4 iR REEY (ARIARER)
ISICBITRIEEMERE L TREERMENTY 5156, F3TRIL

EBMIIRBEMTH > TEHEBMRETH>TEHELWVDT, BEEHE 1 4ETHR

LM EEITRIEEMDEEIRFDEIEN & BRUARBDHEASLEIE, 8@
YDNEET S,

BEEE1 4ETRIEEY. BEILSLCTISHICESTRILEMDRER
. BEOEETIVEEFEETOVTITH>TE L., EERICERED
LLRFBEERICLYBRFTEZENTE S,

1BRE, B14EaHRELEY. FITREEMOEEIRNFRIE. FHLIF
OmmPA TR, KYUFFE L IE5mmEAT, ISICHFFELLLIE I T THB, BB,
INSOEEMFRIF. L—TEH - 8ELE. AFBREIE. S VERICELY
RMETBHIENTES,

BREICLIYBONIZERMIE. ISICTILAVRE, BREISUTILHIC
BB ZSURBETIRE. RAMUBTRICHTEZIENTES,

RABMLBETRIZ, 72—V 27, SEBREZETIENTES, 72—
VY TRBIZEY, R—TF I/ A4V EY RRO R—TFINET 4ETHR
« BEICIECTHEI TR E RME (Vacancy) MRV, B 1 4ETREVEV Y —
 BEBICISCTHITRVEV Y —ZERT DI ENTES, k. IHERIL
WKLY R=TF/ 514V EY ROKRAIKHKINTZ 774 NEEEL T
h HWRRETDHIENTES, FREOIRTHZH, 7=—UVJD
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[0105]

[0106]

[0107]

AICZEABRIREZT>TH LW, ZAMKIRZIE., 1TV E—LXIEEF
E—LOBRFICLYITI, ZABRIBRZTHORSTET=— 2V JILLY
FB14ETRVEVY— BBEICHUCTILICEISTRIEV I —RBEHRI N
M. BAEKIBOROT7=—) 2 J%T752&TLYEBLDET 4T
FNEYvy— BEICHULTISICEITRVEV Y —DERINED, 1%
VE—LBHRHXIIEFE—LBFICLYEBAT ZEABEE. LRIZS 1V
EYRABIZEINTULEDEE C1X100/cmDEFEE) ICLYREINS
M. FRICE L TIA A IFT X108/ cml £, X 5(21X108/cmA ETH B, 1
FZrvE—L FELCRKE (H) XIEANYTL (He) O F Vv E—L
THD, Blald. KEOAFVE—LODIRILF—IE. FF L < I1E10~1500
keVTHY., NUDLDAFVE—LDIRILF—IE, 1FF L < 1520~2000 k
VNTH2, EFHMOIFILF—IE, FFL < I13500~5000 keVTH 2,
FZ—)VIDBER. FELLIE800CULETHY., F=—U VI
B3 09 UETH S,

SHERBbIE. AKRFEKTTITO> I ENTE, [MBRILEREIF. IFELL
IF300CHUETHY, SRR 2EEULETHS,
i)

T, ERFICEY ARIPE LY EBFEMICERBYT 20, AFRBFIE NSO
EHREGICEYREINZ EDTIERW,
EHefl1 ~6

JEELTINTZAW, B14ETREENELTRIICRT R—/V b
INTT EBIICH LRUSTTELETHVL. RTICKTERE K) RUEH(GPa
JDEBT, BEIRWRIDEILEDTAHRN—TF /4 VEY ROHE
HTd&. RUWCRTEEATHARDPR—TINEF /4 VEVRERBSZZ
ENTED,

HA%RE R—TIHZLEDICAVWER—RY I )F (F1%REEH) 1~6
DB EBEREUTITRT,

K=V h9F1 2 v(silline)



WO 2020/195999 29 PCT/JP2020/011340

K=Y RBF2:FhSAFILTSY (SiMe,)

K=V rDFI3:F:3FX (ZbL—FMXFI) 52 (SIPETN)

R=UMPF4:FhSER (PAFIYS/JI) S5 (Si(SiMeH),

)

K=Y ha3F5 : T hSFX (MIAFILDYI) 52 (Si(SiMey),)

R=nUh3F6 :FThIFX (FMUXFILDYIL) XE 2 (C(SiMey),)
[0108] [1E1]

Me
N | w ONO;
\ Me —Si—Me Si—/
7 | O2NO L
Si Me
. ) 3 ONO,
" | |
-
. g , g s
o / / /
HO—Si—Si—Si—0H —\Si—Si—Si— —§i—C—Si—
/ | / \ / |\
/S,I /S,i\ /Si\
HO |
4 5 6

[0109] [k1]

EfEH | F—r baF | INT288 HFIc L TEALE: (EE | £AH | Si JBF-CEF) x100
F—v b2 FOERIE (K] [GPal | (%)

1 Silline 56,/288=0.19 3621 | 33 3.2

2 SiMe, 60/288=0. 21 3525 | 34 2.3

3 SiPETN 48/288=0.17 3508 | 29 3.1

4 Si (SiMe0H) 4 60/288=0. 21 3528 | 33 32.3

5 Si (SiMes) 60/288=0. 21 3518 | 31 36.0

6 C(SiMes) 4 60/288=0. 21 3518 | 30 22.7

[0110] RIMDSEHELNRLDIC, AEBICINETARREFEZEICEALLT
JFAVYEY RDELND I ENPELHTH S,
[0111] EHef 7
fyz—koObixzy (INT) &>20M)XFLY M) ZMZ XY (RDX)
ZE2UBRIVEESIC. TM1REEWELTNITzZNY S/ -V %aB A
10VEEE. 1 EEEXIF0. 1EEEHRM L LERERIW6 09 ZFAL. F
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/MY EY RBEEDBEICRWN., TARR—TF/ 514 VvEV REREL
feo BONETARRK—TF/FA4VYEYRIZDOWT, UTONLEAEITH
o BB, BEFDOMN) 7S/ —IDFRMEIF. 10EER. 1HE
%XIE0. 1BE%TH>T,
(1) R E

RIS RIEEE=11 : 1 (EEL) OREE2 800 gIlEREHRTEL
F/IAVYEV RIS gZMA, BB LANS150CTT OFALIEL L
(i) 7IAY)nig

SNDKERILF M) I AKAKRTI OOmLICRRRLE LT/ F1VEY
K1g#&EMA, HEHLAAST100CT1 ORFBEINIEL £,
(iiD)F7=—U>7J

TIVAYNBEOF /A VEY REEZFHIT. 800CTHNE T =—
) LT
(iv) [EE1L

T=——D2ILEF/F14VvEY R XRK[FEHKIT. 300C. 25EKHEE
LIRS 22T, ARBAOTARRN—TF/ 51V EY NEFL,
(v) BT

SHEBIETEONEARRKBOTARR—TF/F14VYEY RO 1 0Ow/v%D
KBBREAZZAERLIET L., ZRIETCHEY TV EHERLE, =
LYY T EBEMS T U aNEE (FRed Bl —4Y—><ve
J/REEETLabRAM HR Evolution, IEBEFAMHEASHEH) 2AVWTaEY Y E
VTEITW, 1MERA A=V T ETo, TAREEHMELTNY D
—IZ /) —IERW, RIMENMNEITIEERTEONZTARERN—TF
JHAYEY ROIBmESRA A =TV JB%=H1()ICrnd, K1(a)DIESD
BHEARY MLEBT(D)ICRT, SVEYY—0FEO T4/ V54 (BRE
—) NHERTES, BONETARRN—TF /T4 VYEV RDSIZBFER
BERONYTIZLNVS /I ORMEN 1 OBERD & XIC3.2EEY



WO 2020/195999 31 PCT/JP2020/011340

[0112]

[0113]

[0114]

1EE%DE X0 1588%, 0. 1HE%DEXIC0. O3EEWRTH
27,
B1(b) &Y., ZEBOTARR—TF/FA4YEY KBNS —ICHET
2738mDEHEEFT DI ENEREINE, ILHIC. BohETARZR—TF
J A4 EY ROXRDICT & YIRIE LA—RAFDEHH 1 X, BETLLREFE%

UFDOER2ICKT,
[3R2]
BREDO M)z BETLHEEE | —XREFOEY
OS5/ —ILDRME (m2/g) Y4 X (nm)
10BE®% 213 7.9
188% 232 7.2
0. 1TH=% 254 6.9

- BE THSREARDRIE

%8 : BELSORP-miniIl (¥4 20O bS5 vy - RILBERASHE)
REMARE : 40mg

FlRezIE - 120°C, B2 TIrFRNE

SAIESRE : -196C (RIFARRERRE)

- —RRLF OFEHY A ZORIE MR XKRLEHTE (XRD) )
KE: 2HBZENXROINEE (MARLY HI/H)

- ST BABDRIEZE (XRF)

RE  HAXRDEELSX Primus IV KA HIOH
FILH Y NEBFIEDOXR FRAIERBRERSICRL. 7ILH Y 0ERIEDXR
DRIERRER 2 ICRT,
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[0115]

[0116]

[0117]

[0118]

[5=3]

Mg 0.02
Al 0.05 0.008
si 6.3 0.15
............. e i
S 0.24 0.08
ct 0.03 0.02
e e o
Ca 0.13 0.13
T 0.04 0.04
o S e
Fe 0.08 0.050
Ni 0.003 0.002
e e o

Zn 0.01

RIIICBWVWT, XRFICLYREINATIL A ) BHROSIOEL, 7LD
RLIBRIEEARZ &, KRECRD LI ENL, TILAYLEBIESIREICEMN
TH 5,

M2ICHBWT,

- 23° MHEICHEBREDLEMICHRXRT 2 70— RRE—IDH 3,

- XRERIERERN S, 1V EY RUATIISIOENRHEZVDT, ZOE—
JIISHEBYICHE T2 EEA 5N 5,

- TIVAY)IBERD TS T T2 MEOT7O— RRE—IDR QR A>7=0
T, PILAVBICEYSHEEDBRETELEEZDOND,
=RHEHI8

EREFTOMN) TS/ —ILTEERICRATRNY 7LV S )
—J)LO0. SEEME7IoIROVEEO. SEERAMFER L UM ITERES
TERRICLT, TARERIVRDR—FINEF /A VEY RBRFE5N
%,

ESigNe

EREFTOMN) TS/ —ILTEERICRATRNY 7LV S )

—J)LO. BEEWENYTITZIEART 40, SEEIEMERLEUAE
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EREF 7 ERBKICLT, TA4FRE) YN R=FINF /FA1VEY DG
bNhd,
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[55KIA1]

[553K1R2]

[553KIR3]

[55K1R4]

[E53KIR5]

[E53KIR6]

DIRKCEBTEDBREEDGKED 1 BOE 4EaRkbEaEWast
BEERNEBHERNTEREIET. Si. Ge, SNnEKUPbH
LRBZBENSBIENZ VDB EHT1EOET 4AETRNAR—TINE
FT/FAVYEV REZRZ2ERIRE. B 4GRS F—TIhit/
FAVEY RETIAVLEBL TRIEZE 1 4 BETRRT S/ XIEEDE
tMEBRETHIIRERC. B14BETENR—TINEF/ F1 v
Y ROBERZE,

TILAYVEBTEOAMXIGEICRIEE 1 4Rl K—TIhieF/
T4 Y EY NERHER S BMBORE TLET 2 RBUETEEL IS
WKED, BXREVICEROFE1 4BETRENSR—TIhETr/ F4 vV E
v FOELEHE,

BISCIRERMERM,. B, P, S. Cr, Al, Li, Na, K, Cs
. Mg. Ca, Sr,. Ba, Ti. Zr, V., Nb, Ta, Mo, W
. Mn, Fe, Ni, Cu, Ag, Zn, Cd, Hg. Ga, | n,
Tl. As, Sb, Bi, Se, Te, Co, Xe., F, YRUSV
)4 RDLAZBENLBENZIDRCEL 1 BOEITREECL
EMEILICED, BRE1XIF2ICEHOE 4ETHRNRN—T
niz+ /54 vEY ROBEEFZE,

Si. Ge. SNRUPbHLAZENLZEIINDZDAED1ED
B ABTHRERY/ XIEZFOBIEMERIRE 1 4BETRSAN—TIh
T /) FAVEVYRZRCT/FAVEY NEBRMZETILA Y IEL
THIRE 1 4BETRRV/ XIEEFOBIEMERET I IRELZZT. B
14BETENN—TINFT /T4 Vv EY NOBRAE,

AR/ ¥4 VY EY RN ERBRLIETHEONLEDTH S, FK
HAILREBOE1 4ETHR=S R—TINFT/ F1VEY ROBEAS
%o

RIS/ 1V EY RIERYA. I5IC. B, P, S, Cr, Al
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Li. Na, K. Cs, Mg, Ca, Sr, Ba, Ti, Zr, V.,
Nb, Ta, Mo, W, Mn, Fe, Ni, Cu, Ag, Zn, Cd
. Hg. Ga, I n, Tl, As, Sb, Bi, Se, Te, Co,
Xe, F. YRUZVH /A4 RDOLRBZENLBEND DAL EEH T
BOEITREV/ XEEDORIMEST. FRIES XIE5ICEEHD
Bl ABRTRNR—TINEFT /1Y EY ROBREE,

BRI/ Y1 ¥EVRIC, B P, S, Cr. Al, Li. Na, K
. Cs, Mg, Ca, Sr, Ba, Ti. Zr, V. Nb, Ta,. M
o. W, Mn, Fe, Ni, Cu, Ag,. Zn, Cd, Hg. Ga.
ln, Tl, As, Sb, Bi, Se, Te, Co, Xe, F, YX
VSV /4 RDOLAZBENLEENZDRLEL 1BOEITEN
ILICKR=TEINTAS, BREL~60VTNAI 1 IHICEEEHODE 1
ABTRNRN—TFINF /) 54V EY NOBEEZ,
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