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Experimental detail

GO was synthesized following an improved Hummer procedures [H. W. Hummers and R. E.
Offeman. J. Am. Chem. Soc. 1958, 80(6), 1339-1339; D. C. Marcano, D. V. Kosynkin, J. M.
Berlin, A. Sinitskii, A. Sun, A. Slesarev A, L. B. Alemany, W. Lu and J. M. Tour ACSNano, 2010,
4(8), 4506-4814]. All GO work solutions was prepared dissolving the solid in ultrapure water
obtained from Elga Purelab Flex system by Veolia, performing 45 minutes sonication, to obtain
concentration ranging from 10mg/L to 50 mg/L.
UV/Vis and Circular Dichroism spectra were acquired at room temperature on a JASCO V-530
spectrophotometer and a JASCO J-810 spectropolarimeter respectively, using a 1 cm quartz
cuvette.
Drop casting deposition on quartz under stirring experiments were performed putting a 100 pL
drop of GO solution onto clean quartz, placed on the magnetic plates, then we set a small
magnetic bar inside the GO drop. After 30 minutes slow stirring (CW or CCW) the drop is
completely dried, then we stop the stirrer and remove the magnetic bar and perform the
spectroscopic analysis.
In order to avoid artifacts we performed CD spectra at different angular orientation of the quartz
substrate. LD measurements were performed by using a home-modified JASCO J500A
instrument, equipped with a 150W Xenon lamp. The measurements were carried out at different
rotation angle of the polarizator/PE modulator system (necessary set-up for liquid samples),

defined as relative to the horizontal orientation [P. Mineo, V. Villari, E. Scamporrino and N.



Micali Soft Matter, 2014, 10, 44—47]. An analyzer was used for the calibration of LD and for the
separate measurement of the birefringence of the optical system. All these measurements allowed
for evaluating quantitatively the cross-talk between LD and CD.

AFM analysis was carried out in semi contact mode using a NT-MDT system. Si HA NC Etalon
tips were used (Force constant,12 N/m, resonance frequency, 235 kHz): working resonance and
set point were varied to control the force between the Si tip and the substrate.

Zeiss Supra 55VP Field Emission Scanning Electron Microscope was used for morphological

characterization of GO deposited by drop-stirring on silicon wafer.

Circular dichroism of standing solutions:

CD spectra, at concentration of about 20 mg/l — very much similar to that already published [29] —
show a positive dichroic envelope, with maxima at the same wavelength of the absorption spectrum
(Figure S1). The origin of GO chirality is not a simple issue because it is hard to consider a GO sheet as a
“molecule”; as a consequence of the size, it has already the degree of complexity of a “supramolecular
system”. We observe that manual shaking of the cuvette induces remarkable variation of the CD intensity.
Figure S8 shows that after any manual shaking (red arrow) the CD intensity starts from different values;
sometimes it grows and sometimes it decreases. We also observe that the intensity varies even if the
cuvette is very gently removed and reinserted into the instrument. In addition, the existence of residual
birefringence and alignment effects (linear dichroism) makes the correct evaluation of the optical activity
a complicated task. However, it is likely that the large GO sheets might adopt chiral conformations. This
issue of the chirality of static samples is currently under study in our laboratory.

At low concentration value (typically 10 mg/l) the colloidal solution is isotropic and a shear flow is not

able to induce birefringence, as shown in the first section.
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Figure S1. Left: absorption spectrum of GO aqueous solution. The inset shows the 2nd derivative of the spectrum;

right: CD spectrum of an aqueous solution of GO. The inset shows the effect of a gentle shaking of the cuvette on
the CD intensity vs time (red arrows indicate the instant of shaking of the cuvette).



Estimation of LD contribution and birefringence

The measured LD and CD spectra are given by:
LD, =G,LD, cos2(y—6,))

meas

(S1a)
and

€D gas = GL[CD + 05(LD'LE— LDLE') + 2058 sing| S1b)

where G, is known from calibration, 6p is the orientation of polarizer/PEM (see Scheme S1) and ¥
represents the orientation of the linear dichroism, both considered with respect to the horizontal direction.
Moreover, LB and LD are the linear birefringence and the linear dichroism, respectively, and LD’ and LB’

the 45° linear dichroism and 45° linear birefringence, respectively.
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Scheme S1.Photograph and scheme of the modified spectropolarimeter. L=lamp, M=Monochromator,
D=Depolarizer, P=Polarizer, PEM=Photoelastic modulator, ROT= Rotator stage, S=Sample, A=Analizer,
P.M.=Photomultiplier.

The residual static birefringence of PE modulator a of our modulator is negligible (indeed CDyyeqs iS
independent from 6p), therefore, LD contributes to the measured CD only through the coupling with LB
(cross-talk).

The concentrated GO solution (50 mg/L) shows birefringence, like liquid crystals; indeed, the measured
dichroism signal depends on the chosen cuvette side. For lower concentrations (but above 10 mg/L) the
solution does not exhibit birefringence even under stirring, but a significant LD is still present both in the
standing (figure S2) and in the stirred solution (figures S3 and S4). The measurements performed at
different angles, between the polarizer/PE modulator orientation and the horizontal direction, gives the
LD amplitude (LDXzO.350m'1) and the alignment direction (x=70°) of the GO nanosheets (through

equation Sla) for the unstirred solution.



[—o0,=0°; 0,=180°
——6,=45°; ——0,=270°
0.4
0.2
§
~ 0.0 -
g
£
[m)]
-4  -02F
0.4

1 1 1 1 1 1
220 240 260 280 300 320 340 360
A (nm)

Figure S2: Typical LD spectra of a standing solution of GO at moderate concentration (20 mg/L<c<50 mg/L).

The LD signals collected under CCW and CW vortexes are reported in figure S3 and S4, respectively,
and indicate that the LD amplitude slightly decreases (with respect to the standing condition) to LD,~0.15
cm” for the CCW stirring sense, whereas it increases to LD,~0.5 cm’ for the CW stirring sense. The

alignment direction of the GO nanosheets becomes y~55° and y~115°, respectively.
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Figure S3: Typical LD spectra of a GO solution under CCW stirring at moderate concentration (20 mg/L<c<50
mg/L).
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Figure S4: Typical LD spectra of a GO solution under CW stirring at moderate concentration
(20mg/L<c<50mg/L).



Upon further dilution (at the concentration of 10 mg/L) GO solution, besides not showing birefringence,
exhibits a significantly lower LD signal (more than one order of magnitude lower), as shown in figure S5.
From the LD magnitude at the wavelength of the absorption maximum, from the CD strength and from
the linear birefringence of the optical system, due actually to the cuvette (LB~0.01), it was calculated that
the contribution of LD in the CD spectrum (cross-talk) is about 30% for the standing diluted solution and

about 10% under stirring (data not shown).
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Figure S5: LD spectra of standing GO solution measured for 6,—0° at a concentration of 10mg/L.
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Figure S6. Statistical data of experiments. In order to verify the reproducibility of this simple chirality transfer
method we have repeated it, different times. The statistics of these experiments, show that more than 70 % of the
experiments led to the wanted result.
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Figure S7.CD of quartz plates after drop casting of an aqueous GO solution deposited under CW and CCW
stirring,



Figure S8: SEM image of GO folded single layer. AFM image of smaller nanostructure is shown for comparison
(inset). These experiments are carried out on deposited GO by drop-CWstirring




<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles false
  /AutoRotatePages /None
  /Binding /Left
  /CalGrayProfile (Gray Gamma 2.2)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (U.S. Web Coated \050SWOP\051 v2)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Warning
  /CompatibilityLevel 1.6
  /CompressObjects /Off
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages true
  /CreateJobTicket false
  /DefaultRenderingIntent /Default
  /DetectBlends false
  /DetectCurves 0.0000
  /ColorConversionStrategy /LeaveColorUnchanged
  /DoThumbnails false
  /EmbedAllFonts true
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams false
  /MaxSubsetPct 100
  /Optimize false
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage false
  /PreserveDICMYKValues true
  /PreserveEPSInfo true
  /PreserveFlatness true
  /PreserveHalftoneInfo false
  /PreserveOPIComments false
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts true
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Remove
  /UsePrologue false
  /ColorSettingsFile (Color Management Off)
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /CropColorImages true
  /ColorImageMinResolution 150
  /ColorImageMinResolutionPolicy /OK
  /DownsampleColorImages false
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 150
  /ColorImageDepth 8
  /ColorImageMinDownsampleDepth 1
  /ColorImageDownsampleThreshold 1.50000
  /EncodeColorImages true
  /ColorImageFilter /FlateEncode
  /AutoFilterColorImages false
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /ColorImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /AntiAliasGrayImages false
  /CropGrayImages true
  /GrayImageMinResolution 150
  /GrayImageMinResolutionPolicy /OK
  /DownsampleGrayImages false
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 150
  /GrayImageDepth 8
  /GrayImageMinDownsampleDepth 2
  /GrayImageDownsampleThreshold 1.50000
  /EncodeGrayImages true
  /GrayImageFilter /FlateEncode
  /AutoFilterGrayImages false
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /GrayImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /AntiAliasMonoImages false
  /CropMonoImages true
  /MonoImageMinResolution 1200
  /MonoImageMinResolutionPolicy /OK
  /DownsampleMonoImages false
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 1200
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.50000
  /EncodeMonoImages true
  /MonoImageFilter /FlateEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects false
  /CheckCompliance [
    /None
  ]
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile (None)
  /PDFXOutputConditionIdentifier ()
  /PDFXOutputCondition ()
  /PDFXRegistryName ()
  /PDFXTrapped /False

  /CreateJDFFile false
  /Description <<
    /CHS <FEFF4f7f75288fd94e9b8bbe5b9a521b5efa7684002000410064006f006200650020005000440046002065876863900275284e8e55464e1a65876863768467e5770b548c62535370300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c676562535f00521b5efa768400200050004400460020658768633002>
    /CHT <FEFF4f7f752890194e9b8a2d7f6e5efa7acb7684002000410064006f006200650020005000440046002065874ef69069752865bc666e901a554652d965874ef6768467e5770b548c52175370300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c4f86958b555f5df25efa7acb76840020005000440046002065874ef63002>
    /DAN <>
    /DEU <>
    /ESP <>
    /FRA <>
    /ITA (Utilizzare queste impostazioni per creare documenti Adobe PDF adatti per visualizzare e stampare documenti aziendali in modo affidabile. I documenti PDF creati possono essere aperti con Acrobat e Adobe Reader 5.0 e versioni successive.)
    /JPN <>
    /KOR <FEFFc7740020c124c815c7440020c0acc6a9d558c5ec0020be44c988b2c8c2a40020bb38c11cb97c0020c548c815c801c73cb85c0020bcf4ace00020c778c1c4d558b2940020b3700020ac00c7a50020c801d569d55c002000410064006f0062006500200050004400460020bb38c11cb97c0020c791c131d569b2c8b2e4002e0020c774b807ac8c0020c791c131b41c00200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000410064006f00620065002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /NLD (Gebruik deze instellingen om Adobe PDF-documenten te maken waarmee zakelijke documenten betrouwbaar kunnen worden weergegeven en afgedrukt. De gemaakte PDF-documenten kunnen worden geopend met Acrobat en Adobe Reader 5.0 en hoger.)
    /NOR <>
    /PTB <>
    /SUO <>
    /SVE <>
    /ENG ()
    /ENU (Use these settings to create Adobe PDF documents suitable for reliable viewing and printing of business documents.  Created PDF documents can be opened with Acrobat and Adobe Reader 5.0 and later.)
  >>
>> setdistillerparams
<<
  /HWResolution [600 600]
  /PageSize [595.276 779.528]
>> setpagedevice


