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Materials and methods 
 

Materials 

 

The polydimethylsiloxane-block-polyethylene glycol (PDMS-b-PEG) copolymer was synthesized and purified according to a 
paper previously published by the authors1. Tetrahydrofuran (THF) stabilizer-free was purchased from VWR () and used for light 
scattering and CryoTEM experiments. Deuterated THF (99.50 atom% deuterium, <0.05% water) and deuterium oxide (D2O) 
(99.90 atom% deuterium) was purchased from Eurisotop (France) and used for the neutron scattering experiments. 

 

Dialysis preparation 

 

As described in the main text, the dialysis device consists of a central measuring cell with a volume of approximately 4.5 mL 
and two lateral solvent reservoirs with a volume of up to 200 mL each. The measuring cell is formed by the assembly of the 
main frame with two quartz windows placed at the front and at the back creating a measurement path through the sample. The 
thickness between the windows can be adjusted to either 1 or 2 mm. Two holes are placed on the top to fill or remove the 
sample from the cell. The solvent exchange rate between the cell and the lateral reservoirs is controlled by placing a regenerated 
cellulose membrane with specific pore sizes between them (typically between 1 and 100 kDa molecular weight cut-off). The 
contents of both the measuring cell and the lateral reservoirs are homogenized under stirring by magnetic stirrers.  

The sample solution was prepared by dissolving the copolymer in THF at a concentration of 5 g.L-1. After filtration through 0.22 
µm PTFE syringe filter, the solution was poured into the measuring cell of the dialysis device. BC solution was measured as 
starting point before the solvent was added to the lateral reservoirs. 

 

Dynamic light scattering 

 

In situ and time-resolved DLS experiments were performed with a Vasco Kin device (Cordouan Technologies) equipped with a 
remote head operating at a wavelength of 638 nm with a detection at 170° (back-scattering). The head was positioned at an 
incident angle of 30° to the dialysis cell window. The scattering signal was acquired during the whole dialysis period then pro-
cessed using NanoKin software (Cordouan Technologies). The time-resolved raw data were first sliced into equals periods of 
time, then the correlation functions were fitted using a continuous multimodal analysis algorithm (SBL) to access the particle 
size distribution. 

 

Small angle neutron scattering 

 

The time-resolved small angle neutron scattering experiments (Tr-SANS) were performed at the Institut Laue-Langevin (Greno-
ble, France) on the D22 spectrometer.  Neutron beam was collimated through an aperture of 13 mm diameter while the wave-
length was selected at 6 Å with a detector distances of 17.6 m to cover a q-range of 2.5 x10-3 to 5.8 x10-2 Å-1. The intensity 
presented in absolute units is obtained after correction by the empty sample container, the blocked beam, the sample transmis-
sion and incoming neutron flux through a direct beam measurement. Data were reduced using Grasp software. 

   

SANS data fitting procedure 

 

In neutron scattering experiment, the scattering intensity of spherically symmetric particles is classically expressed as:  

I(q) = 𝑛𝑛 ∆𝜌𝜌2 𝑉𝑉𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝.
2  P(q) S(q) Eq. 1 

 

where n is the number density of particles, ∆ρ is the difference in the neutron scattering length density between the particles 
and the solvent, and Vpart. is the unit volume of the particles. The form factor describes the structure of particles while the structure 
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factor describes the interaction between particles. In the absence of interactions, S(q) = 1. Introducing the volume fraction of 
particles Φ, the scattering intensity can be written: 

I(q) = Φ  ∆𝜌𝜌2 𝑉𝑉𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝. P(q) Eq. 2 

 

The volume fraction of particles corresponds to the initial volume fraction of copolymer dissolved in solution. The copolymer 
volume fraction is considered to be equal to its weight fraction (copolymer density ~ 1). The scattering of the PEG block is 
neglected because of its high solvation as usually done for the hydrophilic block during SANS experiment on the self-assembly 
of amphiphilic copolymer in water. The volume fraction of particles can then be simplified as: 

Φ ~ [𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐]𝑤𝑤𝑝𝑝. .  (1 − 𝑓𝑓) Eq. 3 

 

where [𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐]𝑤𝑤𝑝𝑝. is the copolymer weight concentration and 𝑓𝑓 is the hydrophilic weight fraction. In the case of the PDMS27-
b-PEG17 dialysis experiments, [𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐𝑐]𝑤𝑤𝑝𝑝. = 0.005, 𝑓𝑓 = 0.26 then Φ ~ 0.0037. 

The difference in the neutron scattering length density ∆ρ is defined as: 

∆𝜌𝜌 =  𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 −  𝜌𝜌𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝. Eq. 4 

 

where 𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 is the neutron scattering length density of the solvent mixture and 𝜌𝜌𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝. is the neutron scattering length density 
of the particles. In the same way as for the calculation of the volume fraction of particles, only the neutron scattering length 
density of the PDMS block is considered here for the neutron scattering length density of the particles. 

During the dialysis, the scattering length density of the solvent is changing with the solvent composition. It is defined as: 

𝜌𝜌 =  𝑁𝑁𝐴𝐴  
𝑏𝑏𝑐𝑐𝑠𝑠ℎ
𝑉𝑉𝑚𝑚𝑠𝑠𝑠𝑠

 Eq. 5 

 

where 𝑁𝑁𝐴𝐴 is the Avogadro’s number, 𝑉𝑉𝑚𝑚𝑠𝑠𝑠𝑠 is the molar volume of the solvent mixture and 𝑏𝑏𝑐𝑐𝑠𝑠ℎ is the coherent scattering cross 
section of the solvent mixture which can be calculated as follows: 

𝑏𝑏𝑐𝑐𝑠𝑠ℎ = 𝑥𝑥1 𝑏𝑏𝑐𝑐𝑠𝑠ℎ/𝐷𝐷2𝑂𝑂 + (1 −  𝑥𝑥1) 𝑏𝑏𝑐𝑐𝑠𝑠ℎ/𝑇𝑇𝑇𝑇𝑇𝑇−𝑑𝑑8 Eq. 6 

 

with 𝑥𝑥1 the D2O molar ratio and 𝑏𝑏𝑐𝑐𝑠𝑠ℎ/𝐷𝐷2𝑂𝑂 and 𝑏𝑏𝑐𝑐𝑠𝑠ℎ/𝑇𝑇𝑇𝑇𝑇𝑇−𝑑𝑑8  the coherent scattering cross section of D2O and THF-d8 respectively. 
The average molar volume of the solvent mixture can be expressed as: 

𝑉𝑉𝑚𝑚𝑠𝑠𝑠𝑠 =  
𝑀𝑀
𝐷𝐷  Eq. 7 

 

where 𝐷𝐷 is the density of the solvent mixture extracted from literature2 and M is the average molar mass of the solvent mixture 
written as: 

𝑀𝑀 =  𝑥𝑥1 𝑀𝑀𝐷𝐷2𝑂𝑂 + (1 −  𝑥𝑥1) 𝑀𝑀𝑇𝑇𝑇𝑇𝑇𝑇−𝑑𝑑8 Eq. 8 

 

where 𝑀𝑀𝐷𝐷2𝑂𝑂 and 𝑀𝑀𝑇𝑇𝑇𝑇𝑇𝑇−𝑑𝑑8 are the molar mass of D2O and of THF-d8 respectively. 

The scattering length density of the solvent mixture is calculated over the range of composition covered by the dialysis and is 
represented in the figure S4. These values will be used during the fitting process of the SANS data.   

Fitting of the SANS data aims at extracting the shape and characteristic sizes of the particles. All data fitting was performed on 
SasView software (https://www.sasview.org/).  Individual spectrum was fitted independently using a single form factor model or 
a combination of different form factor models. Simple models were tried to minimize the total number of fitting parameters. This 
included: sphere, cylinder, ellipsoid and vesicle. However, only cylindrical and vesicular shapes were found to be useful. 

https://www.sasview.org/
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The form factor associated with randomly oriented cylinders is defined as: 

P(q,α) =
𝛷𝛷
𝑉𝑉 � 𝐹𝐹2(𝑞𝑞,𝛼𝛼) 𝑠𝑠𝑠𝑠𝑛𝑛(𝛼𝛼) 𝑑𝑑𝛼𝛼

𝜋𝜋
2�

0
+ 𝑏𝑏𝑏𝑏𝑐𝑐𝑏𝑏𝑏𝑏𝑐𝑐𝑐𝑐𝑏𝑏𝑛𝑛𝑑𝑑 Eq. 9 

 

with: 

F(q,α) = 2 ∆𝜌𝜌 𝑉𝑉 
𝑠𝑠𝑠𝑠𝑛𝑛(1

2  𝑞𝑞 𝐿𝐿 𝑐𝑐𝑐𝑐𝑠𝑠(𝛼𝛼))

 12  𝑞𝑞 𝐿𝐿 𝑐𝑐𝑐𝑐𝑠𝑠(𝛼𝛼)
 
𝑗𝑗1(𝑞𝑞 𝑅𝑅 𝑠𝑠𝑠𝑠𝑛𝑛(𝛼𝛼))
𝑞𝑞 𝑅𝑅 𝑠𝑠𝑠𝑠𝑛𝑛(𝛼𝛼)  Eq. 10 

 

where Φ is the volume fraction of the shell material, α is the angle between the axis of the cylinder and the scattering vector q, 
L is the length of the cylinder, R is the radius of the cylinder, V is the volume of the cylinder, ∆𝜌𝜌 is the difference in the neutron 
scattering length density between the particles and the solvent, 𝐽𝐽1 is the first order Bessel function, background is a flat back-
ground level due to incoherent scattering and V is the volume of the cylinder: 

V = 𝜋𝜋 𝑅𝑅2 𝐿𝐿 Eq. 11 

Using Sasview software, this cylinder model can be used to obtain the following parameters: particle scattering length density, 
radius and cylinder length. 

 

The form factor associated with an unilamellar vesicular morphology is derived from the form factor of a core-shell structure. 
The scattering is normalized by the volume that is contributing to the scattering, namely the volume of the shell alone, the 
scattering length density of the core is fixed the same as that of the solvent: 

P(q) =
𝛷𝛷

𝑉𝑉𝑠𝑠ℎ𝑠𝑠𝑠𝑠𝑠𝑠
[
3 𝑉𝑉𝑐𝑐𝑠𝑠𝑝𝑝𝑠𝑠 (𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 − 𝜌𝜌𝑠𝑠ℎ𝑠𝑠𝑠𝑠𝑠𝑠) 𝑗𝑗1 (𝑞𝑞 𝑅𝑅𝑐𝑐𝑠𝑠𝑝𝑝𝑠𝑠)

𝑞𝑞 𝑅𝑅𝑐𝑐𝑠𝑠𝑝𝑝𝑠𝑠
+

3 𝑉𝑉𝑝𝑝𝑠𝑠𝑝𝑝 (𝜌𝜌𝑠𝑠ℎ𝑠𝑠𝑠𝑠𝑠𝑠 − 𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝) 𝑗𝑗1 (𝑞𝑞 𝑅𝑅𝑝𝑝𝑠𝑠𝑝𝑝)
𝑞𝑞 𝑅𝑅𝑝𝑝𝑠𝑠𝑝𝑝

]² + 𝑏𝑏𝑏𝑏𝑐𝑐𝑏𝑏𝑏𝑏𝑐𝑐𝑐𝑐𝑏𝑏𝑛𝑛𝑑𝑑 Eq. 12 

 

where Φ is the volume fraction of the shell material, 𝑉𝑉𝑠𝑠ℎ𝑠𝑠𝑠𝑠𝑠𝑠 is the volume of the shell, 𝑉𝑉𝑐𝑐𝑠𝑠𝑝𝑝𝑠𝑠 is the volume of the core, 𝑉𝑉𝑝𝑝𝑠𝑠𝑝𝑝 is the 
total volume, 𝑅𝑅𝑐𝑐𝑠𝑠𝑝𝑝𝑠𝑠 is the radius of the core, 𝑅𝑅𝑝𝑝𝑠𝑠𝑝𝑝 is the outer radius of the shell, 𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 is the scattering length density of the 
solvent, 𝜌𝜌𝑠𝑠ℎ𝑠𝑠𝑠𝑠𝑠𝑠 is the scattering length density of the shell, background is a flat background level due to incoherent scattering, 
and  𝑗𝑗1 is the spherical Bessel function defined as: 

 𝑗𝑗1 =  
𝑠𝑠𝑠𝑠𝑛𝑛(𝑥𝑥) − 𝑥𝑥 𝑐𝑐𝑐𝑐𝑠𝑠 (𝑥𝑥)

𝑥𝑥2  Eq. 13 

 

Using Sasview software, this vesicle model can be used to obtain the following parameters: particle scattering length density, 
radius (𝑅𝑅𝑝𝑝𝑠𝑠𝑝𝑝) and vesicle thickness (𝑅𝑅𝑝𝑝𝑠𝑠𝑝𝑝 −  𝑅𝑅𝑐𝑐𝑠𝑠𝑝𝑝𝑠𝑠). 

 

The fitting procedure was carried out following some specifications: 

 

- Fitting with a single form factor was preferred before trying any combination of form factor. 

- The volume fraction and background level were imposed after being determined using Equation 3 and determined 
manually, respectively. 

- The cylinder length was found to increase greatly during the dialysis. As the instrumental configuration used here 
limits the range of accessible cylinder lengths (Figure S5), the latter parameter is imposed to 1500 Å when values 
fall outside the range. 

- When a combination of form factors is used, a volume fraction is expressed for each form factor in addition to an 
overall volume fraction. By imposing that the sum of the volume fraction of each form factor is equal to 1, these 
parameters are fitted and thus indicate the ratio of each morphology.  

- When using the combination of form factors, some fitting parameters were fixed to reduce the number of fitting 
parameters. The cylinder radius was imposed at the previously found value. This is justified by the fact that the 
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value of the cylinder radii reaches a plateau before the introduction of the vesicle model. Similarly, the thickness 
of the vesicle was imposed at twice the cylinder radius. 

- When needed, a Gaussian polydispersity function was applied to specific parameters. The polydispersity value 
was fixed manually. 

 

The scattering length density of the particles determined by the fitting procedure give valuable information on the solvation rate 
Ψ of the PDMS block, which can be approximated as the volume fraction of solvent in close proximity with the PDMS. The 
particle scattering length density 𝜌𝜌𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝. extracted from the fitting procedure, can be expressed as: 

𝜌𝜌𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝. =  Ψ 𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 + (1 −  Ψ)  𝜌𝜌𝑃𝑃𝐷𝐷𝑃𝑃𝑃𝑃  Eq. 14 

  

where 𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 is calculated as previously explained and 𝜌𝜌𝑃𝑃𝐷𝐷𝑃𝑃𝑃𝑃 is the theoretical value of the PDMS scattering length density 
(0.06 x10-6 Å-1). The solvation rate can then be expressed as: 

Ψ =  
𝜌𝜌𝑝𝑝𝑝𝑝𝑝𝑝𝑝𝑝. −  𝜌𝜌𝑃𝑃𝐷𝐷𝑃𝑃𝑃𝑃 

𝜌𝜌𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑠𝑝𝑝 −  𝜌𝜌𝑃𝑃𝐷𝐷𝑃𝑃𝑃𝑃 
 Eq. 15 

 

Cryo-transmission electron microscopy 

 

Small amount of the dialysis cell content was collected at different dialysis time corresponding to different water fraction. A 
volume of 5 µl was applied onto a 400 Cu grid for the sample containing 23% water. For samples with higher water content, we 
used 400 Cu grid covered with a lacey carbon film that was freshly glow discharged to render it hydrophilic (Elmo, Cordouan 
Technologies). The grid was rapidly plunged into liquid ethane slush by using a homemade freezing machine with a controlled 
temperature chamber. The grids were then mounted onto a Gatan 626 cryoholder and observed under low dose conditions on 
a Tecnai G2 microscope (FEI) operating at 200 kV. The images were recorded with a slow scan CCD camera (Eagle 2k2k FEI). 
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Supporting information 
 

 

 

Figure S1. Solvent exchange kinetic during the dialysis measured by conductimetry. (A) Calibration curve made by measuring 
the conductivity of different mixtures of THF with a 1 mM NaCl water solution. (B) Conductivity measured inside the cell during 
the dialysis using two different dialysis membranes. (C) Solvent exchange kinetic determined by the conductivity measurements 
using the calibration curve. A faster dialysis is performed using a 100 kDa MWCO membrane while a slower solvent exchange 
is achieved using a 10 kDa MWCO membrane. (D) Solvent exchange rate determined by derivation of the solvent exchange 
kinetic curves.  
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Figure S2. Tr-DLS mapping performed in situ during the dialysis of PDMS27-b-PEG17 using a 10 kDa dialysis membrane cut-
off. Particle size distributions (blue peaks) and auto-correlation functions (red lines) are shown for different water fractions. 
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Picture S1. Pictures showing three dialysis cells placed on the sampler of the D22 SANS spectrometer at the Institut Laue 
Langevin (Grenoble, France). 

 

 

 

 

Figure S3. SANS curves showing the scattering profile of the copolymer dialysis (A), the dialysis of only THF-d8 against D2O 
(B) and the subtraction of the former by the latter. Both pure THF-d8 and copolymer dialysis exhibit an up-turn at low q values. 
This phenomenon is probably due to local solvent fluctuations which contrast is exacerbated by the presence of the copolymer. 
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Figure S4. Calculated scattering length densities of THF-d8/D2O at different D2O volume fraction. 

 

 

Figure S5. Simulated SANS data corresponding to scattering patterns of cylinder form factors with constant radius (5 nm) and 
various length in the q-range used for this study. This specific SANS configuration allows to be sensible to the cylinder’s length 
up to 150 nm. 
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Figure S6. Tr-SANS curves acquired during the dialysis of PDMS27-b-PEG17 at 5 g/L in THF-d8 against D2O using a 10 kDa 
dialysis membrane cut-off. The scattering profile (black sign) and the fit result (red line) are represented at different water frac-
tion. Fitted parameters are summarized in Tables S1 and S2. 
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Table S1. Values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS27-b-PEG17 using a 10 kDa dialysis membrane cut-
off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star. 
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Table S2. Following values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS27-b-PEG17 using a 10 kDa dialysis 
membrane cut-off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star.
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Figure S7. Maturation effect observed after the dialysis. (A) Evolution with time of the size distribution by DLS for the sample 
collected at the end of the dialysis. Results show a merge of the two population into a monomodal distribution corresponding to 
the vesicular morphology. (B) SANS results measured on a sample after 40 days of maturation. Data were fitted by a single 
vesicle form factor (red line). Fitted parameters are summarized in Table S3. 

 

 

 

 

Table S3. Values extracted from the fitting procedure on the SANS data at the end of the dialysis of PDMS27-b-PEG17 using a 
10 kDa dialysis membrane cut-off after 40 days of maturation. Parameters for which the value has been fixed during the fitting 
procedure are preceded by a star. 
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Figure S8. Cryo-TEM analysis of sample collected after 6 hours of dialysis corresponding to 24% of water. Scale bar = 200 nm. 

 

 

Figure S9. Cryo-TEM analysis of sample collected after 12 hours of dialysis corresponding to 53% of water. Scale bar = 200 
nm. 
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Figure S10. Cryo-TEM analysis of sample collected after 17 hours of dialysis corresponding to 68% of water. Scale bar = 200 
nm. 
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Figure S11. Cryo-TEM analysis of sample collected after 24 hours of dialysis corresponding to 80% of water. Scale bar = 200 
nm. 
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Figure S12. Cryo-TEM analysis of sample collected at the end of the dialysis (24 hours/80% of water) and let to mature for an 
extra period of time of one month. Scale bar = 200 nm. 

 



 

 

17 

 

Figure S13. Tr-SANS and Tr-DLS mapping of the dialysis of PDMS27-b-PEG17 at 5 g/L in (deuterated) THF against (deuterated) 
water using a 100 kDa dialysis membrane cut-off. (A) SANS spectra at different water fraction. The scattering contribution due 
to solvent fluctuations alone was subtracted from the SANS spectra. (B) Main results derived from SANS spectra fitting plotted 
as function of the water volume fraction: i) volume ratios of the aggregate morphologies, ii) characteristic sizes of BC aggregates, 
iii) Solvation rate of PDMS blocks in BC assemblies, expressed as the volume fraction of THF-d8 remaining in the core of 
aggregates. (C) hydrodynamic sizes from Tr-DLS measurements as function of the water fraction. 
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Figure S14. Tr-DLS mapping performed in situ during the dialysis of PDMS27-b-PEG17 using a 100 kDa dialysis membrane cut-
off. Particle size distributions (blue peaks) and auto-correlation functions (red lines) are shown for different water fractions. 
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Figure S15. Tr-SANS curves acquired during the dialysis of PDMS27-b-PEG17 at 5 g/L in THF-d8 against D2O using a 100 kDa 
dialysis membrane cut-off. The scattering profile (black sign) and the fit result (red line) are represented at different water frac-
tion. Fitted parameters are summarized in Tables S4, S5 and S6. 
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Figure S16. Tr-SANS curves acquired during the dialysis of PDMS27-b-PEG17 at 5 g/L in THF-d8 against D2O using a 100 kDa 
dialysis membrane cut-off. The scattering profile (black sign) and the fit result (red line) are represented at different water frac-
tion. Fitted parameters are summarized in Tables S4, S5 and S6. 
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Table S4. Values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS27-b-PEG17 using a 100 kDa dialysis membrane cut-
off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star. 
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Table S5. Following values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS27-b-PEG17 using a 100 kDa dialysis 
membrane cut-off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star. 
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Table S6. Following values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS27-b-PEG17 using a 100 kDa dialysis 
membrane cut-off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star. 
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Figure S17. Tr-SANS and Tr-DLS mapping of the dialysis of PDMS23-b-PEG13 at 5 g/L in (deuterated) THF against (deuterated) 
water using a 10 kDa dialysis membrane cut-off. (A) SANS spectra at different water fraction. (B) Main results derived from 
SANS spectra fitting plotted as function of the water volume fraction: i) volume ratios of the aggregate morphologies, ii) charac-
teristic sizes of BC aggregates, iii) Solvation rate of PDMS blocks in BC assemblies, expressed as the volume fraction of THF-
d8 remaining in the core of aggregates. (C) hydrodynamic sizes from Tr-DLS measurements as function of the water fraction. 
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Figure S18. Tr-DLS mapping performed in situ during the dialysis of PDMS23-b-PEG13 using a 10 kDa dialysis membrane cut-
off. Particle size distributions (blue peaks) and auto-correlation functions (red lines) are shown for different water fractions. 
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Figure S19. Tr-SANS curves acquired during the dialysis of PDMS23-b-PEG13 at 5 g/L in THF-d8 against D2O using a 10 kDa 
dialysis membrane cut-off. The scattering profile (black sign) and the fit result (red line) are represented at different water frac-
tion. Fitted parameters are summarized in Tables S7 and S8.
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Table S7. Values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS23-b-PEG13 using a 10 kDa dialysis membrane cut-
off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star. 
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Table S8. Following values extracted from the fitting procedure on the SANS data at different time/water fraction during the dialysis of PDMS23-b-PEG13 using a 10 kDa dialysis 
membrane cut-off. Parameters for which the value has been fixed during the fitting procedure are preceded by a star.
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