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Carbon materials having carbon aggregates, where the aggregates include carbon nanoparticles and no
seed particles, are disclosed. In various embodiments, the nanoparticles include graphene, optionally with
multi-walled spherical fullerenes and/or another carbon allotrope. In various embodiments, the nanoparticles
and aggregates have different combinations of: a Raman spectrum with a 2D-mode peak and a G-mode peak,
and a 2D/G intensity ratio greater than 0.5, a low concentration of elemental impurities, a high Brunauer-
Emmett and Teller (BET) surface area, a large particle size, and/or a high electrical conductivity. Methods

are provided to produce the carbon materials.
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Carbon materials having carbon aggregates, where the aggregates include carbon
nanoparticles and no seed particles, are disclosed. In various embodiments, the
nanoparticles include graphene, optionally with multi-walled spherical fullerenes
and/or another carbon allotrope. In various embodiments, the nanoparticles and
aggregates have different combinations of: a Raman spectrum with a 2D-mode peak
and a G-mode peak, and a 2D/G intensity ratio greater than (.5, a low concentration of
elemental impurities, a high Brunauer-Emmett and Teller (BET) surface area, a large
particle size, and/or a high electrical conductivity. Methods are provided to produce

the carbon materials.
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CELERTEEE- S

[ 3R] BEANRE R ZP A < ST

[ 225 47% )] SEEDLESS PARTICLES WITH CARBON ALLOTROPES

CRTNESEED

[0001] ARHFEZETIR201749 A 21 HHE 2 EBIHEFFHFEZESE 15/711,620
LB > ZEEEAHEEZE Ry 2017 £ 8 H 14 S 2 RESEFHEFRE
15/676,649 5t 2 By FEEEZE > 12 /v 2017 5 2 H 9 HH 35 HARM RREIEAE
9,767,992 5f ~ EBIFFHIEZE S 15/428,474 5f 2 PHEZE © FTASFEHEUEE]
A Z T2 AR -

[0002]  ARSEHRGARRN—IEEAIRE E RS < S o

[Jeriseilo]

[0003] E&FAERAOSEZ TIPS Emia RIS 2 EE 2 E
TRt SRR ZTEER - (HAEMMANERZERN . — S E ek
TELUR S B R R AR -

[0004]  BERRAGAL Z Al Foasphrhll B TR - DIEERRR IR
JEH - RAFEZ AR OSEM e AERERE - HHRAFEZAE
Koo BB TA LSRRGS SIS 2 AR R IR EE i B e E=

[0005]  7Rw]ffEA EIRTHEEGE RN (BIAIRGT ~ 25 ~ Nies) Big s
KEEASHFERYE @ stlaosEREFRIRER - Al —SHRES
A FPERYIE 2 AT R - sE0eBELRE - i HERSHFE
WRPVE NTFAEREE - A - —ER AR & 5 T o) DAUEAE RS
EP s A R ERYVE - 5550 ISR s R e A — S A IR E /N -
HA/INFL 100 nm)ify H HUCERTEH IREE X s 2R T o

[0006] SAFEREZRRZPE L —SEFRNE 1A ZE 1D+ - & 1A B

F1H B HGEHRHAD)
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s NEE  HPWRIPRZE R FRONEBPaE - Hrha— TR &Rh
—{EEF R - AREAHEEAEGHERL - B 1B BRRGORE RER > H
i R ISt B AS < NI A « IRFORETR A S EE EE8% - B
1C 8 Co0 e T E#ia 2o ElE - HRIE T2 B/ B P S& I ek
A o A ARE T L BB R HAEKP g8 - & 60 H/R
+ ~ 70 {[EJF 28 70 (R - B 1D Brsk B it S=EE A5 6,599,492 5% 7 ik
FOREREIRER - HEAKEESGZ 2 EELE -
[FHANE]
[0007] fE—SeEHafl+ » AR E SR EERE SR » SIRTEREAE
BERZS T SR TaER RN FEaOSEIT Rtk h >
ABFEHEEX 15{EE - [ExSEERT - BEFRE AN HAth T RAVEESR
KBS 99% » 3Z SR RAE Y S EL R By 1 2 50 ok » S RERT AR ME B it
V). T4 (Brunauer-Emmett-Teller : BET) 7326/ BINS - % SItF A Y %
EfERZE/D 50 m’/g o B2 FIRGARS - ZEFIRTEEREA R 500 S/m 2 BEAR -
[0008] fE—obEhafd » ARl E SR EERE SR » SIRTEREAE
R - SRECRI TS O EG R ZERIVEEG - AL SR
c MR A RIGE AR 15 (#E o (B 532 nm AHDUE > BHEZE
ZEEEIE B #G LR AT UL 2O taE (Raman spectrum) BT © D fH7(1% - G IR
i F /NS 1.2 2 DIG 58FELEL « 7532 Fhik R - ikBilfr S LAY HAthrZEAYEE
BRI 9% - ZHFREER s TERTE 1 £ 100 ek - EEAILERIE B
). BET Ji AT 8R0S - a2 SRR REE R 2D 10mYg < EX2F
BRUANT » 32 FhRFEERR R A ARL 500 S/m Z FEEA -
[0009] fE—SeEhafld » ARl E SR EERE SR » SIRTEREAE

BUEIRAORALT - SRR T EfE AR G0 2/ b — B HARE R E R 2R

«_H
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BV ML T - ikt B 2 O R2GEAES 15 (#E - £z FREE
e iREAFR G LIS N A TR AVEETRRFY 99% - 8% SRR < PE RS R 1
£ 100 fok o E{EHLIRRIE BRI .2 BET JABETEME - 250 5%E
e REMERED 10 m/g - E2ZF(BRYAR - a2 FhiRFEIREA AN 100 S/m 2
BER

QEEVGESTEED!

[0010]  [& 1A Z£[E 1D 2k B i < ik[F £ R aai R ElE -

(0011] [E 1E AR —Leg ff] ~ AL AR 2 ZEBERE S~ E

o
[0012] 2A BRI — S E PR R a2 SRR (L EE
P T ] -

[0013] [ 2B RtRIEAZEH 282 EdIny B A& WK RASERE 2478
Y b E E I -

[0014] 3 R EEMRIBE AR 28 L EH BB T ~ FORKT ~ &
Tfe KR AR AR -

[0015] [ 4A BURKEPMRIB—SEG < E—E0Fah a2 ARk
e R R R ARG RIAL 2O, -

[0016] 4B K [H 4C Bk BRI — S E M 2 -8l e anE K
ARG ARG R LR R AR YR TR (SEM)s2AS: -

[0017] 4D K [8 4E Bk BRI — S E M 2 F—EhT e aE K
AEBSHART R LR R AN E TR (TEME & -

[0018]  [E SA BURRIE—SLEH G0 2 5 _EHIF&H AR ARG R ZEEEL
W EEhE 2 e pF iR 2 iR RIS E LIl TE: -

[0019] 5B BURAKEIRIE S EIEH 2 E _EHTaH SRR EE

FIH A BHGEHRAD)
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W2 G R R R L i ZEERRCHYIE] SA TPRTR L BRI S G -

[0020] 5C BEZRHERAEfI B2 B SA 5 Eifl M5 -

[0021] 5D BUrARENIRIE— S Hif <% gt aA askaEh
Z KGR 2 ik TR EEASHYE SC R AT BERVHLE 6 -

[0022] SE £[E 5] BrKERIRE S8k £ gt ahmas
Ak K 2 BEEKIY B 8 iA L e R < RER R AR HY TEM 245 -

[0023] 6A J[E 6B BN E NRIE— ST < =80T Ha%
AN R IR R L MG BRI L R R YL S0 -

[0024] 6C £[E 6E Brk ENRiE — L Efl < S=8pFaHa%
AN R IR bR A R R L R EERGHY TEM 224 -

(& =]

[0025]  AZFIRGRATA LT Bt 2 G FEA EREZREPAECRED - AEF
) BfEAE - ARG - BEE - JREMR HEE ZIRFORK B - 1E
—EEERH P - s FRAORR T REERGIUESHFEORRI - (RGRFEIRE) K&/
S S ORED  (RIT R ERE) B R BU R R RS R TR A KH
Fe B BB 2 frFAE R

[0026]  ASCHrRriEu 2 MRIEITEARIRE R+ (B0 - TRk 2R 5EA8) -
i FIIRREA R B E F 2 - AL —sF i - AR AT
U7 Ry fitz O B S ARy IR > A& B BRI LN Z AT RIEVZ L B AE) o
FE—EEE R - AL AT TR R L B E E AR E SeRisdhmir 7
RS R

[0027] EfEIRTEKEEEFOEROER S SHFERT - H2%
BRUEBRREY) B A R 2 0kEL o BN - I RAFEZARET (RS
D ESAEASEEREREE L OEGE  BEEERE - £ —EF)T

FAR A BHGEHRAD)
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R TR EER AU b R EAEARE ¢ 28I T IR BRI R IR i H A

m o AT —EIFN T - BRSILAEA B ARBERE 2 |0k - LA E
AT BER - JRE(E AR R A REE A AR RAORGRZS
ARG - odA Fedfkl 2 i 2 iR ERTsE) © 240 - ZFi T E AR
AEE(HID - {RRY 95%bie: HoM L 3R) » AE—ERFN T - AR R EEE AR T2
EBN IR K R R E A EY R R R SRS T R AR R A RS (B
&Y 95%fti: HA T ZR) » AE—LE1EN T - By KRR N E A B A /N (B
40 0 /NFY 100 nm) KT > L EEARZ S TR S B RE# X s - (£
BRUTEES Z R FEIREZ AR RENE - SEEAH FPER/EURAE - F31E
BE TSR T A HEENE @ - REERERER) -

[0028] fE—LbiFN T - BHIERMEEEA —NSEEANE &
FEZREPR T - =2 ME CBEHEE - B0iNE - —LBR AR
WA B ASREEEONFERGRNEAREER ARG -

[0029]  ASCHR Pl > fie R AdR R+ R R AR R G R R B B A R
ZILEME - HEAXNE - SREREESEER - A —SEHT > LT
P A i = 2R ~ REAS ~ o BAIGIOR? B WSS K U7 TR E A A S R AT
A iAo R R RO AR RS © IR DL MErNE - BAth B S R/ sie BRI
Al e

[0030]  fEAEHAd - 58 ARG GREEGFRTHNER&ERTRZ
WkFEI R B 8E G — RGN —FER TR AR 2 bR R % sp” 4
I A EIGEE A=A IR LA E g B REY 1580 cm' iR <~ G FEZIE -
BRI RE 1350 em™ i 2 D R KR A& 2690 em gz~ 2D I (E (EH
532 nm TN - fEAEHT - HgnRmREBE NEBIEHICRERN - sp®
AT IR T o B0 2D g G (g 2 58 EEE O] > 2D/G isEEb) A

N
1
1

FSH A BHGEHRHAD)
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=t JEECARR - 2D/G seRETEATS - WIEN S EEABmMR T 2 g B
RS AR ERGIT - aEfmaeH /0 15 fEikIE g - 80t 10 #EigE 1
B DR TERIR I - 205 S (ERE 7 - 20 Rt 3 (kIR T - sia A
B-xFTE  af 1 £ 10FERETFE  &h 12 7#HRETE  2E&H
121 5 (b fFE 7 - fE—EFHfI§ - V&A= ew layer graphene ; FLG)&H
2 2 7 EREFETE - £ —SEHAT > & a2 M(many layer graphene ; MLG)
2H 72 15 [ERETE -

[0031]  7EAHAd - fiisE " A2 BIEE SR THNERSEIP A 2k
FEIREZPA  HE—TER RN —EEF PR - AmF ZRFE (% sp” i#4E - 55
Sb - BEBEAFACRIE EIE 2 RIS EE © BN REY 1580 em 7 2 G R i K im
AR 1350 cm! R 2 D I CE (R 532 nm JES T HTHS) « BLESIFE0 > A
= HZEE/NEPVHRRRI > sp? S84 kR T - fEASIH 2 A EEha 6+
AFA[EH AR 15 ERIE I - 2oR5 10 ([#hRIE & - 300 7 #EhRE T
SRR S (bR IR I - 2R 3 (bR EFE T2

[0032]  7EAE5HAH - fiisE " 2% ) GIEEHPZEERE - EERE - B
AR Z IR AR 77T © BRIP B8 R ml i R e TR B #h A el ek -
HIEEEEIN oI BRAORE - BRI SR B a R0 hERERE N
BICENEROERGHEL - BRI 2R LEPEHERTEDE -

[0033]  fEAsHAd - fiisE " ZEEEEE  GEEEASERLEZE8E -
S E - ZEREMWNDEAE ZEORGEEELE) - ZERT B80S
(MWSF)&H 28 & EG[ELLEK o

[0034] fEA&IAY - flrsE " IESR ) GI5EA RRIREGS RS EA
GEAETE  IRME RIS —EREGERR Z AR MM R R FTEL Z sp’isp’
BB Z EEFR - nIFE PR [FIHYCERIE(BFE BELS ~ XPS R AIE St H %

F6H » B HEHRHAD)
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EA sp* B spP)REU b2 IR [E1 Z RIZASHITHIAYC R ISR 58 2k HEE sp™sp’
EE=R -

[0035)  FEAEsIA - figsh " SoRkF o AFEEA 1 nm & 900 nm 2 KSJHY
ML o ZoRMF P ARG — B SRR S5 R (D0 R4S ~ AR ) —E
SABRAR 2 R T o ZoRKL T ] BARAT AR - BLFEEATRIYERIE ~ (BRI - Mmige
T~ Bt - REIHATEIR - BRI - BIERE - 49F ~ ARATIR - @
FARGRRN > et/ DZERR) ~ ZAIAROIRD » FFAER 2 ZER)F - AT
firsd A BEEAEF R T BEEORLT -

[0036] FrAZEBA fiisE BHERS (4F5HF5 0 N3 FLRE JJ(Van der Waals force) ~
FEALEsE - FErhEE o - A rh B e h Hth Y B B B ERAE AR A
— it B ECEORALF - B 2 RO AT RRER (L (B —fERR4Y 500 nm
EEFEAHEE - iisE T BB - Bl EREA R T o BER
R RS -

[0037] A 2 ekl 7 Rkl Faf a2k aslk - mf & Rl
MF o AE—EEHAIF - AR+ Rk am a s R assm
FamfEi T ZaEaALR 15 #EREFE - 5250 10 @R - 320
7 EERIR T - 25t S (EhRIE g - 00 3 ERE e - Zasiasa N
15 R T - 2/ bt 10 (bR 1 - 20ht 7 (bR E g - 25t S (xR
Flg 300 3 ERE TR KEFE—IRE R &A1 2 10 FRETRE
sEA 1 2 7THERIEFE  NEF 125 FERE T - £ —SFJidd - REE
fe N e H @B R Ok o - EF T - AR S AR R bR

e -
[0038] {r—ELFhafls » a2 Ft F eSOk FE— PR E SRRV EH
EMWSF)  f— S5 & hi (] - 8% Fheh T 28R T — S fl e H R 2 MWSE>

BTH A BHGEHRHAD)
111117303 B A0202 1113312565-0
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b A B T SR MWSF o fF— S ErREpID - 2 ik Tk
_LF‘.

[0039] fE—LLEhaflF » AP b R R A ORGIE
IRERRPREREY) I A SER T o £ SREHHeE o FmEER
RS Fyish ~ MWSF ~ 88 MWSF BCJE R - fF BRI+ » ZFRTR
TEROAHOREE FURARBPRHESIREZRPE RS AR
RN T - E—BEEGT > ZF _REAREVEHOE > ARE-HER
A8 B MWSF - i 2 MWSF S(JE gl -

[0040]  fE—LLEhaHIF » AR AR T R R SR i R LA [
1E AR BARBIREDRRL T 100 5758 2 7800 H P4 s 4 RyRrfel - [B 1B
2 iR[E E R A& A R EE R 2 LBV S ¥EMWSF) 101 K 102 - Hfra
)58 103 B & ER: 2 MWSF 101 F 102¢ [& 1E A7~ 2[R EZ AL LOR
B (R E i R & BAIRRMEL 00 - B 1B AR BAR SR
SRk Ry MWSF BLE S IG 2 EER S BAE A R RN A Bhw b (B

EIRIRE ) EA T ERER M A T » U AR AN FEIER T ZE @I - 5
Bz B A SR [6 MWSF BLHLAIRE R RARS 25 EREY) -
EUA 2B BB s 2 B A FE MWSF DL (R4S MWSF (5140 > #00,
PR SRR TR » fEHME RS+ - B8 MWSF N &%l - fE—RE i
Bl AR R ZERREIE MWSFE 2 BRI BIA0 F i) 3R B i 2
i o

[0041]  {F—LLEHEHIF » ARl s BEBESHaRR@ - 27 %
Z 15 @) feaEli - A2 15 (@) - BEA 20% % 80% 2 A=lGEia
BEEE - SAFE@E - BAARRY 0.5 2 2D #H ik G Bk ssE LErvf 2 il
4] R 4 RE (D - BheEEfR H DAY 2 HoAt TR ATELRAY 99.9%)  {r—LbEf

F8H » B HGEHIHAD)
111117303 B A0202 1113312565-0
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FEfl G RSE A REEE A 10%E 90% 5% 10% % 80%5Y, 10% % 60% > 5¢ 10%
2 40% > B 10% % 20% > B, 20%% 40% > B 20% % 90% > =X, 40% % 90% » B¢
60% % 90% - B¢ 80% % 90% o FE—LEFHEFIF - fE A At &« A ES
AR &A A kAR o AL A& mbRR N B TR © fE—
EAENT M FEREREARERGI - AR 10H0K) -

[0042] fE—bEhEfh - AR s BB EH A8 - MWSF S
Rt MWSF K RTENFAE A HEA 20%% 80% 2 7B MWSF EEZ
=AW - BA 095 2 1.05 2 D FEFIER G FEE5a R thAyH 2 dh4E)
Ko s G (B0 iR H LA b 2 HAt TCRAYEEAR RN 99.9%) « f£— L E i {51+ -
)Rl MWSF 587 2 MWSF HYEER & 10% 2 90% » B¢ 10% % 80%EY, 10%
2 60% > B 10% % 40% > B, 10%% 20% » 5 20% % 40% > X, 20% % 90% » B¢
40% % 90% > 3L 60% % 90% > X 80% % 90% - FE—SEEHEHIF - fERAS F AT

il 2 JEEAR &7 MWSF BG#ER: 2 MWSF » H MWSF & HiFxixk A
b FEETCEBRHEIZL - fE—EFR T I FEEREARERWIN - HK
KA 10 k) -

[0043] fE—Seghafid » A RAi s BEREH R - JERREHR
BN Az HEA 20%% 80% .~ A 2% EIERuREEE - 3 H BA =4 ({3
w0 BRELER H DAY HAt TCRAYELZR RN 99.9%) « fE—EEF il - Aol
JERIREER B 10% 4 90% > B¢ 10% % 80%8%, 10% % 60% 2 B¢ 10% % 40% > 5% 10%
2 20% > B 20% % 40% > B, 20%% 90% > 5K 40% % 90% > B, 60% % 90% > B
80% 2 90% - AL —SL B i 9| o » (5 F A S FR At o~ 7 A AR VR F 2 H IR
A A A SRR S LRI « i —EFER T - it FREEEER
REREMID > FEART 10 k) -

[0044]  fE—SbEHEEIF - ZBRAMELER R 99% » 0K 99.5% » BRI

FIH » A BHGEHRHAD)
111117303 B A0202 1113312565-0
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99.7% » BiRHY 99.9% » BAH 99.95%VREARR R LAY HoA T EAVEER -

[0045] FE—ibEafdld - ZERTER ZFER TR LHCRE 50 ik > 5
2 HORE 20 fRoR - B0 S ok &2 40 ik - 2S5 ok & 30 fiok - B 10 Gk £ 30
ok B 10 UK 2 25 ok » B 10 ok 2 20 ok - fE—EEHEfI - 32 S
SR MEAE 1HURE 10HeREE 1 HUkE 5 HeREE 2 WokE 6 il
SRECE 2ok 2 STrk 25 10 B irE o dHpax HF R I RSHERST
AL -l BAE RS E ELNS 10 nm B 2 BOEFOR « AE— L Ehaf -
{EFH TEM g2 (G Ak SRR S < RO T - AL — S F ) - (SRS Sk B A as ()
411 » Fritsch Analysette 22 MicroTec plus)sc & 2% S iz i >~ K~ -

[0046] fE—SEHGHIF 2 FERHUERIEBHEENY) 2 AL BET) ;A
(JRBEN > TEEASEZ BET J57% ) B0 " SR BET J70% | )BT e m (Density
Functional Theory ; DFT) 3£ T BRI - 2% S5 se8a > £ E 50 & 300
m?/g> 5 100 2 300 m¥/g> 5% 50 % 200 m¥g> 5% 50 % 150 m¥g> 5k 60 & 110 mg -
5t 50 2 100 m¥/g > 5% 70 % 100 m¥/g -

[0047] fE—tbghapl+ B2 FBEEIH - Bk B - 3ol BREN
BOKIR - B2 FIRFE RS EA AN 500 S/m » BERFY 1000 S/m > B 2000 S/m >
5k 500 S/m Z 20,000 S/m > B¢ 500 S/m Z 10,000 S/m > 5% 500 S/m Z 5000 S/m -
5 500 S/m Z 4000 S/m » B¢ 500 S/m Z 3000 S/m > 5% 2000 S/m Z 5000 S/m » =,
2000 S/m Z 4000 S/m » ¢ 1000 S/m % 5000 S/m > 5k 1000 S/m Z 3000 S/m &

[0048]  FEHRFSRIEFTTE(E 2 ik B 2 R 88 2 F 8 K A P i 2ol
AREEEA S AT I iR RS - AR R aEG S ey £
liE By G~ D =R 2D #5( » G Bzl B A REY 1580 em' % - HEFR
17> sp? EEACIRAE IR GG T 2 iR T8RS - DIE IR B A KL 1350 e 2R 5

510 H » £ 38 HEHHHHE)
111117303 B A0202 1113312565-0
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H ATREBHFAERRRE & 7N IR TPBRER YIRS B - 2D R Ry D=0 2 56 IR0Z 5
FEA KLY 2690 e 7 Rz o

(0049 fE—LEghEfl & aR kARG MR AL 2D ERER G
PEFIE 2 L2 ERE(EH 532 nm AS1E) © H 2D/G 58EEEERRY 0.2 > BRHL 0.5
EwN

[0050]  JReTf LS Hertok i MWSF & - B 532 nm AR -
‘PHEARE g GEZUEFERN 1582 cm & » {H MWSF # 5 MR (BI40 - 2=
£ 1565-1580 cm™) - £ MWSF 2 fif ezl - 7 REY 1350 em! B EURIE] D R o
D R G g > 58 EEE (RN » D/G 58FEEE)# MWSF 2 HFEAR - H
& D/G 3EELLAE > FoRARFERAS - D/G SSELLHAT SR 1 fEn B s
ZHFFE > H D/GREEERNEER 1.2 FE B AP -

[0051] FE—EEHEHIF > &F MWSF ZiRPHEHE AT D B K G
i 2B (A 532 nm AHPE) - H D/GIREEEER 0.9 £ LIBUNRE) 1.2
[0052] fE—tbghafl+ - SHIEMSE ZRAREE AL 2D S ~ D B
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